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1. PURPOSE 

The purpose of this report is to develop and analyze the Engineered Barrier System (EBS) 
Radionuclide Transport Abstraction Model, consistent with Level I and Level II model 
validation, as identified in Technical Work Plan for: Near-Field Environment: Engineered 
Barrier System: Radionuclide Transport Abstraction Model Report (BSC 2006 [DIRS 177739]). 
The EBS Radionuclide Transport Abstraction (or RTA) is the conceptual model used in the Total 
System Performance Assessment (TSPA) to determine the rate of radionuclide releases from the 
EBS to the unsaturated zone (UZ). 

The RTA conceptual model consists of two main components: a flow model and a transport 
model. Both models are developed mathematically from first principles in order to show 
explicitly what assumptions, simplifications, and approximations are incorporated into the 
models used in the TSPA. 

The flow model defines the pathways for water flow in the EBS and specifies how the flow rate 
is computed in each pathway. Input to this model includes the seepage flux into a drift. The 
seepage flux is potentially split by the drip shield, with some (or all) of the flux being diverted by 
the drip shield and some passing through breaches in the drip shield that might result from 
corrosion or seismic damage. The flux through drip shield breaches is potentially split by the 
waste package, with some (or all) of the flux being diverted by the waste package and some 
passing through waste package breaches that might result from corrosion or seismic damage. 
Neither the drip shield nor the waste package survives an igneous intrusion, so the flux splitting 
submodel is not used in the igneous scenario class. The flow model is validated in a critical 
review, as specified in SCI-PRO-006, Models. The drip shield and waste package flux splitting 
algorithms are developed and validated using experimental data. 

The transport model considers advective transport and diffusive transport from a breached waste 
package. Advective transport occurs when radionuclides that are dissolved or sorbed onto 
colloids (or both) are carried from the waste package by the portion of the seepage flux that 
passes through drip shield and waste package breaches. Diffusive transport occurs as a result of 
a gradient in radionuclide concentration when a continuous film of water of sufficient thickness 
exists and may take place while advective transport is also occurring, as well as when no 
advective transport is occurring. Diffusive transport is addressed in detail because it is the sole 
means of transport when there is no flow through a waste package, which may dominate in a 
large portion of the repository during the regulatory compliance period. The advective transport 
rate, when it occurs, is generally greater than the diffusive transport rate. Colloid-facilitated 
advective and diffusive transport is also modeled and is presented in detail in this report. 

Additional submodels and model parameters developed in this model report include: 

• Diffusion inside a waste package. The time-dependent quantity of corrosion products 
inside a breached waste package is estimated; this enables the surface area available for 
adsorption of water to be approximated. Water saturation is determined from water 
vapor adsorption isotherms for corrosion products as a function of relative humidity, 
which in turn gives the water volume through which diffusion of radionuclides may 
occur. 
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• Diffusion in the invert, accounting for the dependence of diffusion on porosity, 
saturation, and temperature. 

• Sorption in the invert. 

• EBS-UZ interface model. Implementation in the TSPA includes this model to provide a 
realistic concentration boundary condition. 

Parameter uncertainty associated with each model and submodel is discussed. The transport 
model and the EBS-UZ interface model are validated using corroborative data and models as 
well as a critical review, as specified in SCI-PRO-006, Models. 

Alternative conceptual models considered, include: 

• A "bathtub" flow model in which water must fill a breached waste package before any 
can flow out, as opposed to the flow-through model that is used 

• A model that shows the effect of limitations on diffusion of water vapor and oxygen into 
a breached waste package and resulting delays in releases of radionuclides 

• A dual-continuum invert flow and transport submodel 

• Alternative invert diffusion coefficient submodels 

• Reversible sorption of radionuclides onto waste package corrosion products 

• Plutonium (Pu) sorption onto stationary corrosion products and colloids. 

Output from the RTA includes: 

• The flow model—the algorithms for computing the flow in each flow path within the 
EBS, with parameter values or sources for those parameters used in the model. 

• The transport model—a model for advective and diffusive transport, specifying the 
computational procedure for both commercial spent nuclear fuel (CSNF) and codisposal 
waste packages in both the seep environment (where seepage into the drift and 
condensation on drift walls occur) and the no-seep environment (where no seepage into 
the drift or condensation on drift walls occurs), with parameter values or sources for 
those parameters used in the model. 

• Ranges and distributions for parameters that are uncertain and are sampled in the TSPA 
implementation of the RTA. 

Changes from the previous revision (REV 02) of the RTA: 

• To estimate water saturation and water volume due to water vapor adsorption in a 
breached waste package, the corrosion products formed in the waste package are 
assumed to be a mixed assemblage of iron oxyhydroxides, namely hydrous ferric oxide 
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(HFO), goethite, and hematite, and the oxides of the two other major components of 
stainless steels (chromium and nickel), represented as Cr203 and NiO. These, and solid 
solutions of these end-members, are the solid phases most likely to form from the 
corrosion of all internal waste package components, except for fuel rods and spent 
nuclear fuel (SNF), under the anticipated moist and oxidizing repository conditions. 
Previous versions of the RTA used hematite properties for the corrosion products in this 
calculation. 

• The method of calculating sorption of radionuclides onto stationary corrosion products 
and iron oxyhydroxide colloids has been modified. First, both equilibrium (reversible) 
adsorption and slow and fast desorption of radionuclides are now modeled. Second, 
competition for a finite number of sorption sites among various species whose 
concentration varies as a function of pH and Pa),  is considered. Third, rapid, reversible 
desorption of uranium, neptunium, and thorium from stationary corrosion products is 
assumed when modeling radionuclide transport through the EBS. Plutonium and 
americium desorption is slower. Corrosion product properties used in radionuclide 
sorption calculations are the aggregate surface properties of goethite and HFO. These 
phases will likely be present along with hematite in the corrosion product assemblage in 
the waste package. 

• The divisions between waste form and corrosion products domains have been redefined. 
Each waste form domain now includes a portion of the steel corrosion products that 
previously resided solely in the corrosion products domain. 

• The dependence of diffusion coefficients in the waste form and waste package corrosion 
products on temperature has been included. The functional dependency is identical to 
that of the invert diffusion coefficient. 

• Calculation of the waste form degradation rind water saturation as a function of relative 
humidity, analogous to the corrosion products water saturation calculation, has been 
added. 

• The diffusion coefficient used in the transport model has been changed from a single 
bounding value (the self-diffusion coefficient of water) to radionuclide-specific values 
for each of the 15 radioelements that are considered in the TSPA. 

• The diffusion coefficient for colloidal particles has been changed from a constant factor 
of 1/100th of the free-water diffusion coefficient to be dependent on a sampled colloid 
particle size using the Stokes-Einstein equation. 

• The design of waste packages and the invert has been updated. In the new design, the 
depth of the invert has been increased, and CSNF waste packages now include a 
transportation, aging, and disposal (TAD) canister. Preliminary design updates were 
used to develop parameters that are model inputs for the TSPA; the impact of using 
these preliminary data is assessed in Sections 4.1.3 and 6.3.4, and is summarized in 
Table 8.2-8. 
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Deviations from work activities outlined in the TWP (BSC 2006 [DIRS 177739]) for the 
preparation of this report include the following: 

• An alternative fine-scale multi-process model of in-package transport was planned for 
comparison with the two-cell representation currently used. This model was not 
developed. 

• The drip shield and waste package flux splitting submodels were to be revised to 
broaden their range of applicability and to augment the limited experimental data on 
which the current uncertainty factors are based. These revisions were not carried out. 

• An alternative conceptual model analyzing the flux of H2O, 02, and CO2 into breached 
waste packages was to be developed, expanding on the current alternative conceptual 
model that evaluates the limitations on reactive gas fluxes through stress corrosion 
cracks. Although the existing model was revised, the revised model does not account 
for the more extensive list of processes that was planned in the TWP. 

• An internal waste package heating submodel was to be developed to account for the 
effect of ongoing heat generation inside waste packages on the internal relative humidity 
and provide an adjustment that would affect the water content of corrosion products. 
This submodel was not developed. 

This version of the RTA was prepared in 2007. By necessity, the RTA was built on technical 
bases that became well established in the technical literature substantially before that time. 
Many of the conceptual and numerical inputs that the RTA relies on come from fields that 
remain rich areas of science and engineering research. Consequently, the technical bases 
supporting the RTA may become more detailed as the technical literature expands and develops 
with time. 

The scope of this abstraction and report is limited to flow and transport processes. Specifically, 
this report provides the algorithms that are implemented in the TSPA for transporting 
radionuclides using the flow geometry and radionuclide concentrations determined by other 
elements of the TSPA model. The RTA also identifies the important processes that are evaluated 
at the process level or component level using analytical or numerical solutions. Restrictions on 
the use of this abstraction are discussed in Section 8.4. 

This report was prepared to comply with the U.S. Nuclear Regulatory Commission (NRC) 
regulation for high-level radioactive waste (HLW), 10 CFR Part 63 [DIRS 180319], which 
requires the U.S. Department of Energy (DOE) to conduct a performance assessment to 
demonstrate compliance with postclosure performance objectives. The results from this 
conceptual model allow portions of the acceptance criteria presented in Yucca Mountain Review 
Plan, Final Report (NRC 2003 [DIRS 163274]) to be addressed. This report also addresses the 
following CRs: 6509, 7197, 8656, 9293, 11204, 11233, and 11235 (see Section 4.2). 

The following reports provide input to the RTA: 

• Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383]) 
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• Thermal Conductivity of the Potential Repository Horizon (BSC 2004 [DIRS 169854]) 

• Calibrated Unsaturated Zone Properties (SNL 2007 [DIRS 179545]) 

• UZ Flow Models and Submodels (SNL 2007 [DIRS 175177]) 

• Waste Form and In-Drift Colloids-Associated Radionuclide Concentrations: Abstraction 
and Summary (SNL 2007 [DIRS 177423]) 

• Particle Tracking Model and Abstraction of Transport Processes (SNL 2007 
[DIRS 181006]) 

• General Corrosion and Localized Corrosion of Waste Package Outer Barrier (SNL 
2007 [DIRS 180778]) 

• DSNF and Other Waste Form Degradation Abstraction (BSC 2004 [DIRS 172453]) 

• Defense HLW Glass Degradation Model (BSC 2004 [DIRS 169988]) 

• CSNF Waste Form Degradation: Summary Abstraction (BSC 2004 [DIRS 169987]) 

• Cladding Degradation Summary for LA (SNL 2007 [DIRS 180616]). 

The following documents use output from the RTA as direct input: 

• In-Package Chemistry Abstraction (SNL 2007 [DIRS 180506]) 

• Total System Performance Assessment (TSPA) Model/Analysis for the License 
Application (SNL 2007 [DIRS 178871]). 
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2. QUALITY ASSURANCE 

Development of this model report and the supporting analyses have been determined to be 
subject to the Office of Civilian Radioactive Waste Management quality assurance program, as 
discussed in Technical Work Plan for: Near-Field Environment: Engineered Barrier System: 
Radionuclide Transport Abstraction Model Report (BSC 2006 [DIRS 177739], Section 8). 
Approved quality assurance procedures identified in Section 4 of the technical work plan have 
been used to conduct and document the activities described in this report. Section 8 of the 
technical work plan also identifies the methods used to control the electronic management of 
data during the analysis and documentation activities. 

This report provides models for evaluating the performance of the Engineered Barrier System, 
including the drip shields, waste packages, and invert, which are classified in Q-List (BSC 2007 
[DIRS 180109]) as Safety Category because they are important to waste isolation, as defined in 
AP-2.22Q, Classification Analyses and Maintenance of the Q-List. The results of this report are 
important to the demonstration of compliance with the postclosure performance objectives 
prescribed in 10 CFR Part 63 [DIRS 180319]. The report contributes to the analysis data used to 
support performance assessment; the conclusions do not directly impact engineered features 
important to safety, as defined in AP-2.22Q. This report was prepared in accordance with 
SCI-PRO-006, Models. 
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3. USE OF SOFTWARE 

This section identifies all controlled and baselined software used in RTA model development, 
performance, and validation. 

3.1 MICROSOFT EXCEL 

Microsoft Excel 2003 "Add Trendline" capability was used to perform a statistical analysis of 
diffusion coefficient values reported in Section 6.3.4.1.1. Microsoft Excel 2003 was also used to 
analyze experimental data used to develop and validate the drip shield and waste package flux 
splitting submodels (Sections 6.5.1.1.2.4, 6.5.1.1.3, and 7.1.1). A calculation of the potential 
mass of corrosion products in fully degraded waste packages using Microsoft Excel 2003 is 
summarized in Table 6.3-4. A sample calculation to demonstrate the solution procedure used in 
the colloid transport model, described in Appendix B, was also carried out using Microsoft 
Excel 2003. A complete description of the formulas, inputs, and outputs used in the Microsoft 
Excel 2003 analysis of the drip shield experimental data is provided in Appendices C (the drip 
shield flux splitting submodel), D (the waste package flux splitting submodel), and E (validation 
of the flux splitting submodels). Distributions are developed using Microsoft Excel 2003 for the 
corrosion rates of stainless steel and carbon steel in Appendix F and for the specific surface areas 
of goethite and hydrous ferric oxide in Appendix K. The invert diffusion properties model 
analysis using Microsoft Excel 2003 is described in Appendix G. Data for water vapor 
adsorption onto steel corrosion products and CSNF waste form degradation rind were analyzed 
using Microsoft Excel 2003 in developing the in-package diffusion submodel, as described in 
Sections 6.3.4.3 and 6.3.4.6, respectively. Sample calculations using this submodel were carried 
out using Microsoft Excel 2003 and are described in Section 6.5.2.2. Validation of the in-
package diffusion submodel (Section 7.2.1) involved additional analyses of water vapor 
adsorption using Microsoft Excel 2003. All of the analyses mentioned in this section used 
standard functions and capabilities of Microsoft Excel 2003. 

3.2 GOLD SIM 

GoldSim V. 	8.02.500 (STN: 	10344-8.02-05 	[DIRS 174650]) and V. 9.60.100 
(STN 10344-9.60-01 [DIRS 181903]) are run on Microsoft Windows 2000 on a Dell 
workstation with Intel Xeon processor and were developed to perform dynamic, probabilistic 
simulations. GoldSim V8.02.500 and V. 9.60.100 were used in accordance with IT-PRO-0011, 
Software Management. The Latin Hypercube Sampling capability of GoldSim V. 8.02.500 was 
used to generate sampling inputs for performing surface complexation calculations 
(Section 6.5.2.4). GoldSim V. 8.02.500 calculations were also run to verify an alternative 
conceptual model implementation in Section 6.6.3.4. GoldSim V. 9.60.100 calculations were 
done in support of validation of models developed in the RTA (see Sections 7.3.1) and to obtain 
finite difference solutions for radial diffusion for comparison with an analytical solution in 
Appendix L. This software was obtained from Configuration Management. The use of this 
software was consistent with the intended use and within the range of validation of the software. 
The range of validation is defined by the documented functionality (i.e., requirements) and the 
range of acceptable input. The requirements for these two versions of GoldSim are located in the 
Requirements Document for: GoldSim V8.02, Rev. No. 00, (DOE 2004 [DIRS 169875]) and 
Requirements Document for: GoldSim V9.60 (DOE 2007 [DIRS 181106]). The range of 
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acceptable inputs is element-specific. The rules for the use of each type of element are discussed 
in User's Guide, GoldSim Probabilistic Simulation Environment (GoldSim Technology 
Group 2003 [DIRS 166226] and GoldSim Technology Group 2007 [DIRS 181727]). 

3.3 PHREEQC 

PHREEQC V. 2.11 (STN: 10068-2.11-00 [DIRS 175698]), a code for geochemical speciation, 
reaction path modeling, reactive transport, and surface-complexation modeling, was used to 
perform the competitive sorption calculations using single-site surface complexation reactions. 
PHREEQC was run on Microsoft Windows 2000 on a Dell Precision 670 PC with an Intel Xeon 
processor. PHREEQC was used in accordance with IT-PRO-0011, Software Management. The 
use of this software was consistent with the intended use and within the range of validation of the 
software. The range of validation is defined by the documented functionality (i.e., requirements) 
and the range of acceptable input, as described in the User Manual (UM) for PHREEQC 
Version 2.3 (BSC 2001 [DIRS 154877]) and the User's Guide to PHREEQC (Version 2) 
(Parkhurst and Appelo 1999 [DIRS 159511]). 

3.4 GRAB IT!TM DIGITIZING SOFTWARE 

Grab It!TM Digitizing Software is Excel-based commercial off-the-shelf software from Datatrend 
Software that enables bitmap images of plots that have been captured from journal articles to be 
converted into (x, y) data in an Excel file for further processing. The software was used in 
Sections 6.3.4.3, 6.3.4.6, and 7.2.1 to convert the data in plots of adsorption isotherms into 
numerical values that are subsequently converted into analytical formulas with associated 
uncertainty. The results are verified by visual inspection; the captured direct input data are 
presented in Section 4.1, and the original plots are shown in Sections 6 and 7 where the data are 
used. 

3.5 S-PLUS 

S-PLUS V. 6.0 is commercial off-the-shelf support software used in conjunction with standard 
desktop software such as Excel. As defined in IT-PRO-0011 Rev. 3, Software Management, the 
usage is Level 2, and the software does not need to be qualified. S-PLUS was used for data 
analysis, statistical analysis, and graphics in the development of the competitive radionuclide 
sorption model. 

3.6 JMP 

JMP V. 5.1 is commercial off-the-shelf support statistical and data analysis software. The 
standard sorting and table-joining functions in JMP V. 5.1 were used to extract and sort data 
from UZ flow field calculations for use in the EBS-UZ interface model, described in 
Section 6.5.2.6 (output DTN: SNO703PAEBSRTA.001, file Repository Values for Saturation 
and Flux.doc). 
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4. INPUTS 

4.1 DIRECT INPUT 

4.1.1 Qualified Project Data and Parameters 

Inputs in this section are used as direct input data for the models and analyses presented in 
Section 6. In order to provide complete transparency and traceability, data in this section are 
presented as found in the source documents; unit conversions and manipulation of data are not 
done in this section, but are performed as needed in Section 6. Data uncertainty is addressed in 
Section 6. 

Tables in this section summarize qualified project data used in the RTA. These data are thus 
justified and appropriate for use in the RTA. 

The rates of corrosion of carbon steel and stainless steel in Table 4.1-1 are taken from 
compilations of data in DTN: M00409SPAACRWP.000 [DIRS 172059]; the particular data 
selected were obtained under conditions (e.g., freshwater, as opposed to saltwater) that are 
considered most likely to resemble those expected inside breached waste packages. Thus, these 
data are justified and appropriate for use in the RTA to estimate the mass of steel corrosion 
products in breached waste packages. 

The breached drip shield experiments, carried out at the DOE North Las Vegas, Nevada, Atlas 
test facility, used a full-size mockup of a drip shield and were designed specifically to provide 
data for the RTA flux splitting submodels. These qualified project data, which are summarized 
in Tables 4.1-2 through 4.1-6 and Figure 4.1-1, are justified and appropriate for use in the RTA. 
The breached drip shield experimental test data are analyzed in Section 6.5.1, resulting in 
uncertain model input parameters. 
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Table 4.1 -1. Input Data for RTA 

Model Input Value Source 

Rate of corrosion of A 516 carbon steels in Rate Temperature DTN: M00409SPAACRWP.000 
simulated dilute well J-13 water at 60°C (pm yr-1 ) and Duration [DIRS 172059], spreadsheet 
(4536 hr [0.52 yr] and 8670 hr [1.00 yr]) 101.01 60°C aqueous-A516.xls, worksheet 
and 90°C (4632 hr [0.53 yr] and 8832 hr 108.43 (4536 hr "Freshwater," column D, rows 5 
[1.01 yr]) 105.33 [0.52 yr]) through 55 

88.15 
101.95 
117.92 
87.80 
88.29 
78.71 

112.46 
103.18 
99.73 
80.00 60°C 
66.75 (8760 hr 
77.31 [1.00 yr] 
69.84 
83.74 
79.29 
71.25 
65.77 
70.00 
72.64 
72.89 

106.93 
89.41 90°C 
68.90 (4632 hr 
84.02 [0.53 yr]) 
87.65 

107.46 
130.02 
76.96 
70.45 
74.29 
58.08 
66.27 
43.65 90°C 
45.19 (8832 hr 
48.30 [1.01 yr]) 
55.97 
63.58 
50.17 
42.42 
45.91 
29.53 
65.04 
65.73 
88.68 
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Table 4.1 -1. Input Data for RTA (Continued) 

Model Input Value Source 

Rate of corrosion of 316L stainless steel in 
fresh water at 50°C-100°C 

Rate 
(pm yr-1 ) 

Temperature DTN: M00409SPAACRWP.000 
[DIRS 172059], spreadsheet 
aqueous-316L.xls, worksheet 

0.2286 50°C "freshwater," columns C through G, 
0.1016 rows 59 through 64 
0.154 
0.254 70°C 
0.2286 

0.2794 80°C 
0.254 
0.109 
0.1524 90°C 
0.254 

0.1778 100°C 
0.2032 
0.037 
0.51 
0.51 
0.51 

Mean colloid particle diameter generated 
from CSNF corrosion 

300 nm DTN: LL991109751021.094 [DIRS 
142910], Scientific Notebook 1644, 
p. 34; figure on p. 34 is corrected in 
DTN: LL000905312241.018 [DIRS 
152621], Scientific Notebook 1644, 
p. 74 

Average (and standard deviation in units of Test DTN: LL991109751021.094 [DIRS 
nm) colloid particle diameter generated Length 142910], RPC Pkg. ID 
from HLW glass corrosion in tests of (days) 	Avg. (Std Dev) MOY-000121-19-01, 
14 days to 280 days duration 14 	116.9 nm (88.8) MOL.20000124.0207, p. 32 

30 	155.5 nm (97.9) 
70 	118.0 nm (64.6) 
140 	118.8 nm (72.9) 
280 	1201.4 nm (1050.2) 

Density of HLW glass 2700 kg m-3  DTN: M00502ANLGAMR1.016 
ECN1 [DIRS 172830], Table 8-1 

Porosity of HLW glass alteration layer 0.17 DTN: M00502ANLGAMR1.016 
(fraction) ECN1 [DIRS 172830], Table 8-1 

Size of patches in Breached Drip Shield 0.27 m x 0.27 m Howard 2002 [DIRS 161516], p. 13 
Experiments drip shield mock-up 
Unsaturated zone fracture residual 0.01 DTN: LB0207REVUZPRP.001 
saturation (fraction) [DIRS 159526], file 

fauftprops 2002.xls, worksheet 
"summary," Model Layer tswf 

Unsaturated zone fracture interface area 9.68 m2  fr1 -3  DTN: LB0205REVUZPRP.001 
[DIRS 159525], spreadsheet 
FRACTURE PROPERTY.xls, 
worksheet "Table 1. Fracture 
Properties," row 20, column R 

Unsaturated zone dry matrix density for 1,980 kg m-3  DTN: SN0404T0503102.011 [DIRS 
TSw35 (stratigraphic unit Tptpll) 169129], file ReadMe.doc, Table 

7-10 
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Table 4.1 -1. Input Data for RTA (Continued) 

Model Input Value Source 

Invert moisture potential as a function of 
intergranular hydraulic conductivity 

Lookup table: 
Hydraulic 	Moisture 
Conductivity 	Potential 
(cm s-1 ) 	(bar) 

M00703PAHYTHRM.000 [DIRS 
182093], file Unsaturated Hydraulic 
Conductivity as a Function of 
Moisture Potential RevOl.xmcd 

1.54 x 10-17 	20. 
1.22 x 1016 	10. 
9.63 x 10 -16 	5.0 
1.48 x 10 -14 	2.0 
1.18 x 10 -13 	1.0 
9.31 x 10 -13 	0.50 
1.43 x 10-11 	0.20 
1.14 x 10-1 0 	0.01 
8.97 x 1010 	0.05 
1.37 x 10-8 	0.02 
1.07 x 10-7 	0.01 
8.14 x 10-7 	0.005 
1.07 x 10 -5 	0.002 
6.20 x 10 -5 	0.001 
2.65 x 10 -4 	0.0005 
1.00 x 10-3 	0.0002 
1.88 x 10-3 	0.0001 
2.83 x 10 -3 	0.00005 
3.98 x 10 -3 	0.00002 
4.71 x 10-3 	0.00001 

Van Genuchten capillary pressure function 1780.59 bar-1  M00703PAHYTHRM.000 [DIRS 
parameter a for invert 182093], file Van Genuchten 

Properties.xls, worksheet "Summary 
Van Genuchten", Table 6-1 

Van Genuchten capillary pressure function 1.39 (dimensionless) M00703PAHYTHRM.000 [DIRS 
parameter n for invert 182093], file Van Genuchten 

Properties.xls, worksheet "Summary 
Van Genuchten", Table 6-1 

Van Genuchten capillary pressure function 0.283 (dimensionless) M00703PAHYTHRM.000 [DIRS 
parameter m for invert 182093], file Van Genuchten 

Properties.xls, worksheet "Summary 
Van Genuchten", Table 6-1 

Intragranular porosity of crushed tuff invert 0.111 m3 pore vol. M00703PAHYTHRM.000 [DIRS 
ballast m-3 bulk vol. 182093] Mathcad file: Porosity 

Calculations.xmcd 

Intergranular porosity of crushed tuff invert 0.224 m3  pore vol. M00703PAHYTHRM.000 [DIRS 
ballast m-3 bulk vol. 182093], file arya_original data 

interpretation 4.xls, worksheet 
"LTBM-2, Average, revised" 

Invert residual water content 0.0336 m 3  water vol. M00703PAHYTHRM.000 [DIRS 
rn3  pore vol. 182093], file Van Genuchten 

Properties.xls, worksheet "Summary 
Van Genuchten", Table 6-1 

Invert bulk density 115 lb ft-3  M00703PAHYTHRM.000 [DIRS 
182093], file atya_original data 
interpretation 4.xls, worksheet 
"LTBM-2, Average, revised" 

ANL-WIS-PA-000001 REV 03 
	

4-4 
	

October 2007 



EBS Radionuclide Transport Abstraction 

Table 4.1-1. Input Data for RTA (Continued) 

Model Input Value Source 

Yield strength of Alloy 22 (room 
temperature) 

403 MPa M00702PASTRESS.002 [DIRS 
180514], file Model Output DTN.doc, 
Table 8-1 

Yield strength of Titanium Grade 7 (room 
temperature) 

276 MPa M00702PASTRESS.002 [DIRS 
180514], file Model Output DTN.doc, 
Table 8-1 

Modulus of elasticity (Young's Modulus) of 
Alloy 22 (room temperature) 

206 GPa M00702PASTRESS.002 [DIRS 
180514], file Model Output DTN.doc, 
Table 8-1 

Modulus of elasticity (Young's Modulus) of 
Titanium Grade 7 (at 21°C) 

107 GPa M00702PASTRESS.002 [DIRS 
180514], file Model Output DTN.doc, 
Table 8-1 

Table 4.1-2. Atlas Breached Drip Shield Experiments on Smooth Drip Shield Surface - Dripping on 
Crown - Flow into Breaches 

Drip Location 

Water Input Mass (g) Breach 
Where 

Water Was 
Collected 

Water Collection Mass (g) 

Tare Final Initial Final 

Single Patch Q(film) Tests (DTN: M00207EBSATBWP.023 [DIRS 163402]) 

8 cm right of Patch 4 centerline -50.32 -228.52 B4 107.60 129.62 
Patch 5 centerline -12.66 -176.40 B5 109.40 130.52 
4 cm left of Patch 5 centerline -210.48 -344.27 B5 109.18 118.28 
Patch 4 centerline 52.77 -135.86 B4 107.57 129.82 

Multiple Patch Tests (DTN: M00207EBSATBWP.024 [DIRS 163401]) 

27 cm right of drip shield center -0.51 -276.65 B5 109.10 113.59 
27 cm left of drip shield center 710.10 433.27 B4 107.77 110.40 
81 cm left of drip shield center 755.52 529.3 B4 107.18 110.63 
81 cm right of drip shield center 768.79 547.67 B5 107.99 111.53 

Bounding Flow Rate Tests (DTN: M00207EBSATBWP.025 [DIRS 163403]) 

54 cm left of drip shield center 853.83 516.11 B4 107.35 153.76 
54 cm left of drip shield center 769.21 680.32 B4 107.73 115.61 
27 cm left of drip shield center 857.57 524.88 B4 107.22 110.57 
27 cm left of drip shield center 872.20 771.25 B4 107.00 107.65 
27 cm right of drip shield center 907.84 529.11 B5 109.81 112.26 
27 cm right of drip shield centers  782.29 644.57 B5 109.55 114.00 
a  Drip location shown incorrectly as 7 cm in DTN: M00207EBSATBWP.025 [DIRS 163403]; correct value of 

27 cm obtained from Howard 2002 [DIRS 161522], p. 33. 
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Table 4.1-3. Atlas Breached Drip Shield Experiments on Smooth Drip Shield Surface - Dripping on 
Crown - Rivulet Spread Data - 33° from Crown 

Drip Location Left (cm) Right (cm) 
Relevant 
Patch b  

Single Patch Q(film) Tests (DTN: M00207EBSATBWP.023 [DIRS 163402]) 

8 cm right of Patch 4 centerline 15.0 28.5 4 
Patch 5 centerline 28.0 0 5 
4 cm left of Patch 5 centerline Not recorded 21 5 
Patch 4 centerline 11.0 26.5 4 

Multiple Patch Tests (DTN: M00207EBSATBWP.024 [DIRS 163401]) 

27 cm right of drip shield center 13.0 29.0 5 
27 cm left of drip shield center 21.0 21.5 4 
81 cm left of drip shield center 17.0 23.5 4 
81 cm right of drip shield center 20.0 18.0 5 

Bounding Flow Rate Tests (DTN:. M00207EBSATBWP.025 [DIRS 163403]) 

54 cm left of drip shield center (High Flow Rate) 22.0 32.0 4 
54 cm left of drip shield center (Low Flow Rate) 10.5 30.0 4 
27 cm left of drip shield center (High Flow Rate) 24 19 4 
27 cm left of drip shield center (Low Flow Rate) 10.0 8.0 4 
27 cm right of drip shield center (High Flow Rate) 24.0 16.5 5 
27 cm right of drip shield center (Low Flow Rate) a  20.0 13.5 5 
a  Drip location shown incorrectly as 7 cm in DTN: M00207EBSATBWP.025 [DIRS 163403]; correct value of 

27 cm obtained from Howard 2002 [DIRS 161522], p. 33. 
b  Refers to patch number shown in Figure 4.1-1. 

Table 4.1-4. Atlas Breached Drip Shield Experiments on Smooth Drip Shield Surface - Dripping on 
Crown - Splash Radius Tests 

No. Drips Splash Radius (cm) Comments a  
Left Right 

Splash Radius Test #1 (DTN: M00207EBSATBWP.022 [DIRS 163400]) 
1 1.6 1.6 Measured at outer fringe 
2 26.5 18.4 Measured outer fringe 
5 37.5 18.4 Measured outer fringe 

13 37.5 27.8 Measured outer fringe 
21 37.5 31.5 Measured outer fringe 
27 52.8 35.0 Measured outer fringe 
38 59.9 54.2 Measured outer fringe 
49 25.0 29.0 Measured inner cluster 
49 72.0 63.2 Measured outer fringe 
60 40.0 40.0 Measured inner cluster 
60 72.5 54.2 Measured outer fringe 
90 48.0 43.0 Measured inner cluster 

Single Patch Q(film) Tests (DTN: M00207EBSATBWP.023 [DIRS 163402]) 

- - 54.5 Patch 5, center, crown 
- - 82 Patch 4, center, crown 
- - 86 Patch 4, 8 cm right of center, crown 

NOTE: 	"-" indicates that no measurements were made. 
a  See Section 6.5.1.1.2 for explanation of terms "outer fringe" and "inner cluster." 
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Table 4.1-5. Atlas Breached Drip Shield Experiments on Smooth Drip Shield Surface - Dripping at 
Off-Crown Locations - Flow into Breaches 

Drip Location 

Water Input Mass (g) Breach 
Where Water 

Was 
Collected 

Water Collection Mass (g) 

Tare Final Initial Final 

Single Patch Q(splash) Tests (DTN: M00207EBSATBWP.023 [DIRS 163402]) 

Patch 5, 17.5 cm left of center, 33° 529.45 439.68 B5 108.57 108.86 

Patch 4, center, 33° 685.41 548.20 B4 106.86 216.70 

Patch 4, 17.5 cm right of center, 33° 670.30 538.88 B4 106.75 115.71 
Patch 4, 17.5 cm right of center, 16.5° 667.12 516.36 B4 106.80 108.59 
Patch 4, centerline, 16.5° 669.72 529.82 B4 106.98 191.33 
Patch 5, 17.5 cm left of center, 16.5° 661.50 474.00 B5 109.13 111.79 
Patch 6, 35.5 cm left of center, 16.5° 661.82 519.54 B4 107.31 108.90 
Patch 5, centerline, 16.5° 676.13 551.39 B5 108.60 199.16 
Patch 6, 36.5 cm left of center, 
between crown and 16.5° 660.40 531.13 B4 107.06 113.69 

Single Patch Q(film) Tests (DTN. M00207EBSATBWP.023 [DIRS 163402]) 

Patch 4, 8 cm right of center, 16.5° -0.90 -173.28 B4 107.16 199.69 
Patch 2, 15 cm right of center, 16.5° 36.10 -141.12 B5 109.40 109.79 

Patch 5, 4 cm left of center, 16.5° -37.20 -210.37 B5 117.40 301.94 
Patch 4, 8 cm right of center, 33° 53.74 -83.70 B4 114.89 222.27 

Bounding Flow Rate Tests (DTN 	M00207EBSATBWP.025 [DIRS 163403]) 

54 cm left of drip shield center, 16.5° 850.06 496.63 B4 107.44 277.21 
54 cm left of drip shield center, 16.5° 822.71 715.70 B4 107.71 192.26 
27 cm left of drip shield center, 16.5° 768.00 646.24 B5 109.21 109.79 
27 cm left of drip shield center, 16.5° 868.59 498.18 B4 107.27 110.65 
27 cm right of drip shield center, 16.5° 862.08 522.34 B5 109.33 113.57 
27 cm right of drip shield center, 16.5° 808.93 713.52 B5 109.30 110.41 
27 cm left of drip shield center, 33° 907.89 540.78 B4 107.17 108.13 
27 cm right of drip shield center, 33° 835.68 518.08 B5 109.94 113.52 
54 cm left of drip shield center, 33° 890.39 561.54 B4 107.28 294.13 
54 cm left of drip shield center, 33° 685.39 584.26 B4 107.32 190.42 
27 cm left of drip shield center, 33° -1.99 -98.20 B4 109.88 111.06 
27 cm right of drip shield center, 33° -121.69 -217.44 B5 110.83 110.96 
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Table 4.1-6. Atlas Breached Drip Shield Experiments on Smooth Drip Shield Surface - Dripping off 
Crown - Rivulet Spread Data - 33° from Crown and at Transition 

Drip Location 

At 33° At Transition 

Right (cm) Left (cm) Right (cm) Left (cm) 
Q(film) Single Patch Tests (DTN: M00207EBSATBWP.023 [DIRS 163402]) 

Patch 4, 8 cm right of patch center, 16.5° 5.5 3.5 	13.5 NA 
Patch 2, patch center, 16.5° 7.5 4.5 	19.5 22.0 
Patch 2, 15 cm right of patch center, 16.5° 11.5 9.0 	18.0 15.0 
Patch 5, 4 cm left of patch center, 16.5° 8.5 8.5 	 NA NA 

Bounding Flow Rate Tests (DTN: M00207EBSATBWP.025 [DIRS 163403]) 

54 cm left of drip shield center, 16.5° 31.0 46.0 35.0 46.0 
54 cm left of drip shield center, 16.5° 8.5 10.0 19.0 27.0 

27 cm left of drip shield center, 16.5° 6.0 8.0 17.0 16.0 
27 cm left of drip shield center, 16.5° 18.0 24.0 22.0 19.0 
27 cm right of drip shield center, 16.5° 13.0 27.0 14.0 23.0 
27 cm right of drip shield center, 16.5° 12.0 17.0 16.0 19.0 
27 cm left of drip shield center, 33° NA NA 11.0 17.0 
27 cm right of drip shield center, 33° NA NA 15.0 17.0 
54 cm left of drip shield center, 33° NA NA 17.0 17.0 
27 cm left of drip shield center, 33° NA NA 9.0 9.5 
27 cm right of drip shield center, 33° NA NA 8.5 10.0 

NOTE: 	NA indicates that rivulet spread measurements at drop location are not applicable to this analysis. 

1.35 in 

r 0.125m 
Cro  

6 1-  

1.27 m 
(1,170)  

Drip Shield End View  

L- 0.27 m 

2 027 m -.  

220 m 
(8.88 fil 

3.151XJ22140 Drip Shield Side View 	09 
 

(Unfolded to Flat Drip Shield Surface) 

0.27 To 

027 m 
33' drom 

Crown Cantor 

964 m 

0.94 in 

244 m 
(8.0 ft) 

Source: Howard 2002 [DIRS 161516], p. 14. 

NOTE: 	Figure modified from reference by labeling patches (1 through 6), adding labels for left and right (side 
view), and labeling crown center and transition lines (side view). 

Figure 4.1-1. Dimensions of Drip Shield Mock-Up Used in Breached Drip Shield Experiments on Smooth 
Drip Shield Surface 
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Table 4.1-7 gives the species dependent free water diffusion coefficients for 15 radioelements of 
interest. 

Table 4.1-7.Species-Dependent Free Water Diffusion Coefficients at 25°C 

Radioelement 
Diffusion Coefficient 

(m2  s'1 ) 

Am 9.49 x 10-10  

C 1.18 x 10-9 

CI 2.03 x 10-9 

Cs 2.06 x 10 -9 

I 2.05 x 10-9 

Np 6.18 x 10-10  

Pa 6.04 x 10 -10  

Pu 1.30 x 10-9 

Ra 8.89 x 10 -1°  

Se 1.04 x 10 -9  

Sn 1.55 x 10-9  

Sr 7.91 x 10 -10  

Tc 1.95 x 10 -9  

Th 5.97 x 10-1°  
U 6.64 x 10 -1°  

DTN: LB0702PAUZMTDF.001 [DIRS 180776], file Readme.pdf, 
Table 2-8. 

The J-13 water (DTN: M00006J13WTRCM.000 [DIRS 151029]) was used in the PHREEQC 
simulations as the water in which the actinide solubility controlling phases dissolved to their 
specified saturation indices. The use of the J-13 composition (Table 4.1-8) is justified to 
maintain consistency with Dissolved Concentration Limits of Radioactive Elements (SNL 2007 
[DIRS 177418]). 

Table 4.1-8. J-13 Water Composition Used in PHREEQC Simulations 

Constituent Concentration 
(mg I:1 ) 

Na +  45.8 
K.  5.04 
Ca2+  13. 
mgt* 2.01 
Si 28.5 
CI -  7.14 
F 2.18 

NO3 8.78 

SO4 18.4 
Alkalinity (HCO3) 128.9 

pH 7.41 
DTN: M00006J13WTRCM.000 [DIRS151029] 
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Database phreeqcDATA025bdotCr3az.dat (DTN: M00609SPAINOUT.002 [DIRS 179645]) 
was the thermodynamic database used in the PHREEQC modeling. As stated in 
phreeqcDATA025bdotCr3az.dat: 

This database is intended to match the R4 version of the EQ3/6 database data0.cr3 
at 25'[°]C. Corrections are made to log K values as listed in Table 6-37 of ANL-
WIS-GS-000003 REV 00. Cr(VI), Cr(II), and Cr(V) reactions are commented out 
to allow only the Cr(III) oxidation state. Also, commented out are Cr(III) species 
Cr2(OH)2+4 and Cr3(OH)4+5. As in data0.cr3, eskolaite is defined in terms of 
Cr+3 and is given a log K of 8.52. Cr(OH)3(am) is added as in data0.cr3 with a 
log K of 9.35. These two log K values are originally from Ball and Nordstrom 
(1998, p. 910 [DIRS 163015]). 

The above modifications allow the reaction path calculations to more closely predict the phases 
actually seen when Cr-containing steels corrode. Additional effort would be needed to model the 
formation of Cr-containing solid solutions that are observed in corrosion testing. Here they are 
modeled simply as physical mixtures of Fe(III) and Cr(III) oxyhydroxides. The database cites 
Qualification  of Thermodynamic Data for Geochemical Modeling of Mineral-Water Interactions 
in Dilute Systems (SNL 2007 [DIRS 177409], Table 6-37). This is the most up-to-date 
thermochemical database available for PHREEQC; as such, its use in these calculations is 
justified. 

Unsaturated zone fracture and matrix saturations and percolation fluxes for both glacial transition 
and post-10,000-year periods were extracted from UZ flow calculations reported in the DTNs 
listed in Table 4.1-9. Summaries of these data are used in the EBS-UZ interface model, 
described in Section 6.5.2.6 (output DTN: SNO703PAEBSRTA.001, file Repository Values for 
Saturation and Flux.doc). 

Table 4.1-9.Sources of UZ Flow Field Data 

Flow Field Data Used Source DTN 

UZ Grid LB06123DPDUZFF.001 [DIRS 178587], mesh_la.2k1 
Glacial Transition, 10th percentile flow field LB07013DGTUZFF.001 [DIRS 179066], gt_10.out 
Glacial Transition, 30th percentile flow field LB07013DGTUZFF.001 [DIRS 179066], gt 30.out 
Glacial Transition, 50th percentile flow field LB07013DGTUZFF.001 [DIRS 179066], gt_50.out 
Glacial Transition, 90th percentile flow field LB07013DGTUZFF.001 [DIRS 179066], gt_90.out 
Post-10K, 10th percentile flow field LB0702UZP1OKFF.002 [DIRS 179324], pk_10.out 
Post-10K, 30th percentile flow field LB0702UZP1OKFF.002 [DIRS 179324], pk_30.out 
Post-10K, 50th percentile flow field LB0702UZP1OKFF.002 [DIRS 179324], pk 50.out 
Post-10K, 90th percentile flow field LB0702UZP1OKFF.002 [DIRS 179324], pk 90.out 
Repository cells LA0701PANSO2BR.003 [DIRS 180497] 
Percolation bin and repository column crosswalk LA0701PANSO2BR.003 [DIRS 180497] 
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4.1.2 Parameters and Other Technical Information 

Parameters in Tables 4.1-10 through 4.1-17 are used as inputs for the analyses in Section 6. 
Uncertainty in parameters is discussed in Section 6. 

Parameters in Table 4.1-10 are from various editions of the CRC Handbook of Chemistry and 
Physics (Weast 1985 [DIRS 111561]; Lide 2002 [DIRS 160832]); handbooks are established fact 
and are therefore justified for use in this report. Input parameters in Table 4.1-11 are from 
various outside sources, such as journals and textbooks. A description of each parameter is 
given following Table 4.1-11, together with the justification for its use. These inputs thus are 
considered qualified for their intended use within this report. 

Table 4.1-10. Parameters for RTA (Established Fact) 

Model Input Value Source 

Avogadro's number, NA 6.0221419947 x 1 023  morl  Lide 2002 [DIRS 160832], p. 1-7 
Universal gas constant, R 8.314472 J mol -1  K-1  Lide 2000 [DIRS 162229], p. 1-8 
Boltzmann constant 1.3806503 x 1 0-23  J K-1  Lide 2000 [DIRS 162229], p. 1-8 

Water density at 25°C 997.0449 kg m-3  Weast 1985 [DIRS 111561], p. F-5 

Water viscosity at 25°C 0.890 mPa-s Lide 2000 [DIRS 162229], p. 6-180 

Density of hematite (a-Fe203) 5240 kg m-3  Weast 1985 [DIRS 111561], p. B-104 
Density of goethite (FeOOH) 4.26 g cm-3  Lide 2000 [DIRS 162229], p. 4-66 
Density of Cr203 5.22 g cm-3  Lide 2000 [DIRS 162229], p. 4-54 
Density of NiO 6.72 g cm-3  Lide 2000 [DIRS 162229], p. 4-75 
Density of UO2 10.97 g cm-3  Lide 2000 [DIRS 162229], p. 4-96 
Density of Pu02 11.5 g cm-3  Lide 2000 [DIRS 162229], p. 4-79 
Density of CeO2 7.65 g cm-3  Lide 2000 [DIRS 162229], p. 4-52 
Density of Th02 10.0 g cm-3  Lide 2000 [DIRS 162229], p. 4-93 
Density of Zr02 5.68 g cm-3  Lide 2000 [DIRS 162229], p. 4-100 
Molecular weight of water (H20) 0.01801528 kg mo1-1  Lide 2002 [DIRS 160832], p. 6-4 
Molecular weight of hematite (Fe203) 0.15969 kg mol -1  Weast 1985 [DIRS 111561], p. B-104 
Molecular weight of goethite (FeOOH) 0.088852 kg mo1 -1  Lide 2000 [DIRS 162229], p. 4-66 
Molecular weight of NiO 0.074692 kg mo1 -1  Lide 2000 [DIRS 162229], p. 4-75 
Molecular weight of Cr203 0.151990 kg moll  Lide 2000 [DIRS 162229], p. 4-54 
Atomic weight of iron (Fe) 0.055847 kg mo1 -1  Weast 1985 [DIRS 111561], p. B-102 
Atomic weight of chromium (Cr) 0.051996 kg mo1-1  Weast 1985 [DIRS 111561], p. B-88 
Atomic weight of nickel (Ni) 0.05869 kg mor l  Weast 1985 [DIRS 111561], p. B-118 
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Table 4.1 -11. Parameters for RTA (Various Sources) 

Model Input Value Source 

Water molecule cross-sectional area, ift s,, 10.6 A2  McCafferty and Zettlemoyer 1970 
[DIRS 154382], p. 454 

Cementation factor (exponent on porosity 
in Archie's law) 

1.3 (dimensionless) Bear 1988 [DIRS 101379], p. 116 

Saturation exponent in Archie's law 2 (dimensionless) Bear 1988 [DIRS 101379], p. 116 
Density of HFO 3.96 g cm -3  Towe and Bradley 1967 [DIRS 155334], p. 386 
Parameter k in FHH water vapor 
adsorption isotherm for HLW glass 

3.2 (dimensionless) Ebert, Hoburg, and Bates 1991 [DIRS 
111028], p. 134, Figure 1 b 

Parameter s in FHH water vapor 
adsorption isotherm for HLW glass 

1.5 (dimensionless) Ebert, Hoburg, and Bates 1991 [DIRS 
111028], p. 134, Figure 1 b 

Specific surface area of kaolinite clay 10 — 38 m2  g -1  Langmuir 1997 [DIRS 100051], Table 10.2 
FHH = Frenkel-Halsey-Hill adsorption isotherm equation 

Water molecule cross-sectional area—The cross-sectional area of the water molecule is taken 
from the paper "Entropy of Adsorption and the Mobility of Water Vapor on a-Fe203" 
(McCafferty and Zettlemoyer 1970 [DIRS 154382]). The paper was published in Discussions of 
the Faraday Society, a publication started in 1947 and continuing to this day as the Faraday 
Discussions under the sponsorship of the Royal Society of Chemistry. The Royal Society of 
Chemistry is the largest organization in Europe for advancing the chemical sciences and is 
supported by a network of 45,000 members worldwide. The McCafferty and Zettlemoyer paper 
is directly relevant to the Yucca Mountain repository because hematite (Fe20 3) is expected to be 
part of a mixed assemblage of iron oxides that comprise the corrosion products in the waste 
package. 

The value of 10.6 A2  per molecule reported by McCafferty and Zettlemoyer (1970 
[DIRS 154382], p. 454) is corroborated by Holmes et al. (1974 [DIRS 154379], p. 368), who 
also use a value of 10.6 A 2  for the cross-sectional area of a water molecule. Jurinak (1964 
[DIRS 154381]) assumes a cross-sectional area of 10.8 A2  for a water molecule. Gregg and Sing 
(1982 [DIRS 153010], p. 188) state that a "close-packed" monolayer of water corresponds to a 
figure of 10.5 A 2  for the cross-sectional area of a water molecule. Harju et al. (2005 [DIRS 
178670], p. 122) assume a value of 10.5 A2  for the molecular area of a water molecule. Thus, 
the value of 10.6 A 2  used in the RTA is representative of the range of values used by various 
researchers. 

Cementation factor (exponent on porosity in Archie's law)—The value of 1.3 for the porosity 
exponent in Archie's law for unconsolidated sand is taken from the book Dynamics of Fluids in 
Porous Media (Bear 1988 [DIRS 101379], p. 116). The value 1.3 is corroborated by the 
Handbook of Well Log Analysis for Oil and Gas Formation Evaluation (Pirson 1963 
[DIRS 111477]). 

Saturation exponent in Archie's law—The value 2.0 for the saturation exponent in Archie's 
law for unconsolidated sand is taken from the book Dynamics of Fluids in Porous Media (Bear 
1988 [DIRS 101379], p. 116). The value 2.0 is corroborated by Electrical Methods in 
Geophysical Prospecting, Volume 10 of International Series in Electromagnetic Waves (Keller 
and Frischknecht 1966 [DIRS 111470]). 
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Water vapor isotherm for HLW glass—The Frenkel-Halsey-Hill (FHH) adsorption isotherm 
parameters k and s for HLW glass are provided by Ebert et al. (1991 [DIRS 111028], p. 134, 
Figure lb). These data were developed by the project and reported in Defense HLW Glass 
Degradation Model (BSC 2004 [DIRS 169988], Section 6.5.3.1). The use of these data is 
therefore justified and appropriate in the RTA. 

Specific surface area of kaolinite clay—The degradation of HLW glass by water will result in 
transformation of glass into an alteration layer consisting of fine-grained clays (BSC 2004 
[DIRS 169988], p. D-3). The composition of the clay is not specified, although the density of 
kaolinite, among others, is considered in estimating the density of the alteration layer (BSC 2004 
[DIRS 169988], p. D-5). Kaolinite is therefore considered representative of the clay comprising 
the alteration layer. The source of specific surface area data is the widely used textbook on 
aqueous geochemistry by Langmuir (1997 [DIRS 100051], Table 10.2), a reputable, extensively 
published author and environmental chemistry researcher. The data and source are therefore 
appropriate for use in the RTA. 

Sorption site density and specific surface area of goethite and ferrihydrite—The sorption 
density and specific surface area data for goethite listed in Table 4.1-12 were compiled from 
many laboratory studies mainly addressing the single metal sorption from aqueous solutions. 
The data for ferrihydrite (designated as amorphous hydrous ferric oxide [HFO] in this report), 
Table 4.1-13, were compiled from Dzombak and Morel (1990 [DIRS 105483]). The site 
densities for many ferric oxyhydroxide solids have been obtained mainly through the evaluation 
of sorption data using models such as the Surface Complexation Model (SCM) and other similar 
models. Given the difficulties in obtaining site density data, this parameter is usually constrained 
by either fitting the experimental sorption data or just using an accepted value for metal sorption 
models onto certain types of solids. Site density data have been obtained experimentally from 
acid-base surface titration measurements assuming complete surface saturation of ionic species 
that sorb to the oxyhydroxide surface (Villalobos et al. 2003 [DIRS 173017]). Other approaches 
include estimations of surface site densities on the basis of properties of the sorbent at distinct 
crystal planes (see Hiemstra and Van Riemsdijk 1996 [DIRS 173023]; Pivovarov 1997 
[DIRS 173714]) and tritium exchange experiments. 

Since most of the estimated site density values in these sources are obtained from single metal 
sorption and SCM studies, competitive effects are not taken into account. The assessment of 
competitive sorption in multi-component systems remains a subject of ongoing research and is 
restricted to a limited number of studies on few metal species. Therefore, it is reasonable to say 
that the range of largest values obtained from single metal sorption studies is close to upper 
bound values of the sorptive capacity of the solid. The validity of this argument still needs to be 
proven due to the specific behavior of some metals, as observed in some competitive sorption 
experiments. It is generally accepted that tritium exchange experiments yield the largest site 
densities, but these will not be considered here due to their large deviation from those estimated 
by SCMs and their scant adoption by researchers in the field. However, it is reasonable to say 
that the range of site density values based mainly on SCMs captures upper and lower bounds as 
delineated by their overall correspondence with those obtained from theoretical or 
crystallographic arguments. 

ANL—WIS—PA--000001 REV 03 
	

4-13 	 October 2007 



EBS Radionuclide Transport Abstraction 

For the purpose of this data qualification, the gathered data on sorption site density and specific 
surface area in iron oxyhydroxides is qualified on the grounds of prior uses of data and data 
corroboration (when possible) in accordance with Section 6.2.1(K) of SCI-PRO-006, Models. 
The use of data corroboration is exemplified by comparison of values from a large set of 
independent studies, thus establishing a valid range of site densities and specific surface areas. 
Therefore, this provides a valid range of values consistent with those reported for site densities 
and/or those often adopted in SCMs. The sorption data were obtained through extensive 
literature searches spanning about 20 years, and all these sorption studies were published in peer-
reviewed journals. Most site density values considered were obtained experimentally in either 
surface titration or metal ion sorption experiments. Theoretically-determined values are based 
on crystal chemistry arguments. In general, all these approaches generate data that resulted in a 
well-defined range of values, thus establishing minimum and maximum bounds in the data. 
Given the overall consistency in the experimental and modeling approaches to evaluate surface 
site densities, the analytical methodologies used to examine specific surface areas, and the 
observed range of values, these data demonstrate the properties of interest for their intended use 
in this report. 

The evaluation of Villalobos et al. (2003 [DIRS 173017]) outlines the range of reported site 
densities for goethite emphasizing the differences observed from various studies, suggesting that 
these are probably due to the formation of polynuclear species or solid precipitation on the 
surface, among other factors. Even with all these differences in the observed site densities, the 
authors advanced qualitative arguments to suggest trends that indicate some relationship between 
site density and surface area. For the case of goethite, the compilation of values for this 
parameter indicates that minimum and maximum bounds can be established in good agreement 
with the range used in the evaluation of experimental data using sorption models such as SCM. 

As stated above, site densities can be measured or estimated through fitting in a SCM. Christl 
and Kretzschmar (1999 [DIRS 173811]) investigated the effect of varying hematite surface site 
densities on SCM predictions of metal sorption. These authors consider the range of 2.2-16.6 
sites nm-2  for the different model test cases. For acid-based titrations, they pointed out that 
complete surface saturation is not attained in surface titration experiments. Their modeling 
results indicate that full surface saturation is attained at low pH only for the case of low surface 
site density (2.2 sites nm -2). Overall, the range of site densities from 2.2-16.6 sites nm-2  
provides excellent model fits to their data for the cases of acid-base surface titration and of single 
and competitive metal sorption. For each adopted site density value in their model, there are 
other adjustable parameters corresponding to intrinsic stability constants for surface complexes. 
Again, this emphasizes the model dependency on these parameters but also outlines the range of 
surface site density values used for hematite. This range of values closely corresponds to or 
captures the value adopted for goethite and HFO in this model report. Christl and Kretzschmar 
(1999 [DIRS 173811]) observed that for competitive sorption between two metal species onto 
hematite, a surface site density range of 5 — 10 sites nm2  provides better fits to the data and 
conclude that modeling of competitive sorption could provide more helpful information to 
constrain surface site densities. 

For the case of goethite and ferrihydrite/HFO, the same argument applies for the observed valid 
range of surface site densities for these phases. This is substantiated by the range of values 
(1 to 8.83 sites nm-2) adopted in many studies listed in Table 4.1-12, whether constrained by 
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model fitting, acid-base titration, or just metal sorption data. This surface site density range for 
goethite corresponds to that given by Villalobos et al. (2003 [DIRS 173017]), not including 
measurements based on tritium exchange experiments that yield much larger values. 

Tritium exchange measurements yield site densities that are larger than those estimated from 
acid-base titration or metal sorption data (Sahai and Sverjensky, 1997 [DIRS 173812]). The use 
of metal sorption and acid-base titration data tends to underestimate site densities due to the 
inherent specificity of a certain ion to sorb onto particular sites of the sorbent or the inability to 
ionize all surface sites due to limitations on measurements at extreme pHs (Sahai and Sverjensky 
1997 [DIRS 173812]). Tritium exchange is known to be the best method for estimating total site 
densities since it captures all exchangeable 3H hydrogens coordinated with oxygens in the solid. 
Pivovarov (1997 [DIRS 173714]) suggested that tritium exchange data provide information on 
the total amount of protons on the surface but little information on those participating in the 
actual sorption process. For this reason, Pivovarov (1997 [DIRS 173714]) advanced a method of 
estimating site densities based on the crystallographic structure of the sorbent and suggested 
corrections to site densities derived from tritium exchange data. The result was a decrease (by an 
order of magnitude) relative to the experimentally determined tritium exchange values. The 
corrected values also fall within the range obtained from metal sorption data. Data based on this 
method were not considered, but the largest observed site density of between 15 and 
16 sites nm-2  by Rustad et al. (1996 [DIRS 173766]) captures this upper limit corresponding to 
the consistent range of values observed for tritium exchange data. 

Overall, the list of goethite site densities provided in Table 4.1-12 encompasses a widely adopted 
range of values for a broad set of specific surface areas. The observed consistency of these data 
values from numerous sources within the range adopted in this report and the results of the 
sensitivity studies by Christl and Kretzschmar (1999 [DIRS 173811], p. 2929) closely 
corresponding to this range render the data suitable for their intended use in the model. 

Site densities for HFO are from Dzombak and Morel (1990 [DIRS 105483]), which has been 
referenced extensively in many sorption studies of this phase. The authors are recognized 
experts in the field, and, therefore, their data evaluation and resulting parameters are considered 
suitable for use in the YMP. 

The total site densities for HFO from the evaluation of Dzombak and Morel (1990) are shown in 
Table 4.1-13. The study by Hofmann et al. (2005 [DIRS 173711], Table 2) obtained a site 
density of 4.00 sites nm -2  based on acid-base titrations and optimized parameters for Sr sorption 
in their SCM. These data appropriately demonstrate the parameters of interest, which are the 
result of a comprehensive evaluation of experimental data from multiple sources. The source 
from Dzombak and Morel (1990 [DIRS 105483]) is widely referenced in the sorption modeling 
literature and is accepted as a representative example of the application of SCM on HFO. 
Moreover, the two authors have published extensively on the subject of metal sorption and the 
use and application of SCM on metal sorption onto metal oxides. 

Density of HFO—Eggleton and Fitzpatrick (1988 [DIRS 173878], p. 118) report the density of 
HFO as ranging from 3.3 g cm -3  (for natural samples) to 3.96 g cm-3  (for synthetic material, 
attributed to Towe and Bradley 1967 [DIRS 155334], p. 386). The density of 3.96 g em -3  
measured by Towe and Bradley is also cited by Clausen and Fabricius (2000 [DIRS 178655], 
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Table 3), Cornell and Schwertmann (2003 [DIRS 173037]), and Hofmann et al. (2004 
[DIRS 173783], p. 167). The repeated use of the value of Towe and Bradley in research reported 
in a variety of refereed journals indicates that it is considered to be a reliable value by a 
consensus of independent researchers and is therefore suitable for use in this report as the density 
of HFO. 

Specific Surface Area of HFO—Specific surface area data for HFO, listed in Table 4.1-13, 
were compiled from numerous laboratory studies using a variety of measurement techniques. 
The specific surface area data were obtained through extensive literature searches covering a 
period of about 40 years, and all these studies were published in peer reviewed journals. The 
techniques used, particularly the Brunauer-Emmett Teller (BET) method, are considered to be 
standard procedures, as evidenced by the large number of studies reported using those 
techniques, both for HFO (Table 4.1-13) and for goethite (Table 4.1-12), so the data are suitable 
for their intended use in the model. 
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Table 4.1-12. Specific Surface Areas and Adsorption Site Densities for Goethite 

Site 
Density 

Site Density 
Units 

Specific 
Surface Area 

(m2 g-1 ) Source*  Comments 

3.28 x 10 -6  mol m2  55* Rodda et al. 1996 
[DIRS 173710], Table 1 (SD), 
p. 365 (SSA) 

Model fitting (2-site Langmuir adsorption model for Zn at 25°C). 
Tabulated site density denotes sum of low- and high-affinity sites: 
2.90 x 10-6  + 3.75 x 10-7  = 3.28 x 10-6  mol m2 . Site density 
converted to 1.97 sites nm -2  in Table 6.3-4. Specific surface 
area by BET method. 

1.43 x 10 -5  mol m2  55 Rodda et al. 1996 
[DIRS 173710], Table 1 (SD), 
p. 365 (SSA) 

Model fitting (2-site Langmuir adsorption model for Zn at 25°C). 
Tabulated site density denotes sum of low- and high-affinity sites: 
1.30 x le + 1.26 x 10-6  = 1.43 x le mol r11-2 . Site density 
converted to 8.59 sites nm2  in Table 6.3-4. Specific surface 
area by BET method. 

2.2 x 10 -6  mol m2  55 Rodda et al. 1996 
[DIRS 173710], Table 5 (SD), 
p. 365 (SSA) 

Model fitting (BET adsorption model for Zn at 25°C). Site density 
converted to 1.32 sites nm 2  in Table 6.3-4. Specific surface 
area by BET method. 

6.15 sites nm2  - Hiemstra and Van Riemsdijk 1996 
[DIRS 173023], p. 498 

Total site density obtained from crystal plane structural relations 
for 021 and 110 goethite faces in corresponding proportions 
described by Hiemstra and Van Riemsdijk 1996 [DIRS 173023], 
p. 498. The listed value of 6.15 sites nm -2  is the total of low- and 
high-affinity sites given by the source: 3.45 + 2.7 = 6.15 
sites nm-2 . 

8.0 sites nm2  52 Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for Pb 2+ ; specific surface 
area from Hayes and Leckie 1987 [DIRS 173817], Table II 

4.9 sites nm-2  45* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for Pb 2+  

7.4 sites nr11-2  28.5* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for F-  (assumed 
mononuclear complex) 

4.6 sites nr11-2  32* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for E (assumed 
mononuclear complex) 

7.2 sites nr11-2  30.8* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for E (assumed 
mononuclear complex) 

3.4 sites nr11-2  32* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for phosphate (assumed 
binuclear complex) 

4.0 sites nrI1 -2  38* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for phosphate (assumed 
binuclear complex) 
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Table 4.1-12. Specific Surface Areas and Adsorption Site Densities for Goethite (Continued) 

Site 
Density 

Site Density 
Units 

Specific 
Surface Area 

(m2 g) Sources  Comments 

6.6 sites nm-2 28.5 Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for phosphate (assumed binuclear) 

2.6 sites nm-2 66* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for oxalate (assumed binuclear) 

2.9 sites nm-2 66 Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for chromate (assumed binuclear 
complex) 

4.2 sites nm2 105* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for F-  (assumed binuclear complex); 
specific surface area by BET method (Hiemstra and Van Riemsdijk 1996 
[DIRS 173023], p. 497) 

3.0 sites nm2 105 Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for phosphate (assumed binuclear 
complex); specific surface area by BET method (Hiemstra and Van Riemsdijk 
1996 [DIRS 173023], p. 498) 

2.9 sites nm-2 80* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for phosphate (assumed binuclear 
complex) 

2.7 sites nm2 80 Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for citrate (assumed trinuclear 
complex) 

3.3 sites nm2 81* Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for selenite (assumed binuclear 
complex) 

3.3 sites nm2 81 Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for selenite (assumed binuclear 
complex) 

2.6 sites nm2 81 Villalobos et al. 2003 
[DIRS 173017], Table 2 

Calculated from maximum sorption data for molybdate (assumed binuclear 
complex) 

1.79 x 10-4  mol g-1  55.4* Trivedi et al. 2001. 
[DIRS 173021], Table 3 

Fe adsorption edges; site density converted to sites nm 2  in Table 6.3-4; 
specific surface area by BET method 

4.22 x 10-5  mol g- 1  21* Trivedi et al. 2001 
[DIRS 173021], Table 3 

NiEDTA adsorption edges; site density converted to sites nm 2  in Table 6.3-4; 
specific surface area by BET method 

3.54 x 10-5  mol g-1  21 Trivedi et al. 2001 
[DIRS 173021], Table 3 

PbEDTA adsorption edges; site density converted to sites nm -2  in Table 6.3-4; 
specific surface area by BET method 

— — 49.6 Trivedi et al. 2001 
[DIRS 173021], Table 3 

Cd adsorption edges; single-site Langmuir model 

— — 76 Trivedi et al. 2001 
[DIRS 173021], Table 3 

Cd adsorption edges; single-site Langmuir model; specific surface area by 
BET method 
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Table 4.1-12. Specific Surface Areas and Adsorption Site Densities for Goethite (Continued) 

Site 
Density 

Site Density 
Units 

Specific 
Surface Area 

(m2 gl) Source*  Comments 

1.87 sites nm-2  20* Naveau et al. 2005 
[DIRS 173018], p. 6 

Acid-base surface titration; specific surface area by BET method 

7 sites nm-2  47.5* Coughlin and Stone 1995 
[DIRS 173030], Table 1 

Adopted from Hayes and Leckie 1986 [DIRS 173817]; specific surface area by 
BET method (N2 gas) 

2.3 sites nm2  50* Grossl et al. 1997 
[DIRS 173032], p. 322 

Chromate and arsenate adsorption isotherms; specific surface area by BET 
method (N2 gas) 

2.3 sites nm2  54* Fendorf et al. 1996 [DIRS 
173034], p. 100 

Assumed value 

1.5 sites nm2  20* Duc et al. 2003 
[DIRS 173019], Table 2, (SD), 
Table 1 (SSA) 

Acid-base surface titration; specific surface area by BET method 

1.66 sites nm2  — Pivovarov 1997 
[DIRS 173714], Table 1 

Average of calculated site density at (110) and (120) crystal planes (see 
Table 1 of the source): (1.50 + 1.81)/2 = 1.66; specific surface area by BET 
method 

3.2 umol m-2  70* Grate et al. 2004 
[DIRS 173751], p. 6561 (SD), 
p. 6562 (SSA) 

Arsenate isotherm (pH 4); site density converted to 1.93 sites nm-2  in 
Table 6.3-4; specific surface area by BET method (N2 gas) 

2.2 µm01 m-2  70 Grate et al. 2004 
[DIRS 173751], p. 6561 (SD), 
p. 6562 (SSA) 

Arsenate isotherm (pH 7); site density converted to 1.32 sites nm2  in 
Table 6.3-4; specific surface area by BET method (N2 gas) 

2.20 sites nM-2  35* Missana et al. 2003 
[DIRS 173759], p. 296 (SD), Table 
3 (SSA) 

Acid-base surface titration; specific surface area by BET method 

6.3 sites nm-2  — Lutzenkirchen et al. 2002 
[DIRS 173757], p. 3394, Table 1 

Acid-base surface titration; total site density for each crystal face {001} and 
{110} for two surface groups that represent a mixture of two crystallographic 
planes for one singly and one triply coordinated surface complex on goethite: 
3.61 + 2.7 = 6.3 sites nm 2  

9.18 x 10-6  mol m-2  14.7* Muller and Sigg 1992 
[DIRS 173760], p 519 

Acid-base surface titration; site density converted to 5.53 sites nm2  in Table 
6.3-4; specific surface area by BET method (N2 gas) 

1.68 sites nm2  33* Randall et al. 1999 
[DIRS 173709], Table 1 

Assumed value adopted from Lovgren et al. 1990 [DIRS 173771]; specific 
surface area by BET method (N2 gas) 

2.89 sites nm2  86* Felmy and Rustad 1998 
[DIRS 173708], p. 26 (SD), p. 27 
(SSA) 

Total site density calculated from crystallographic dimensions assuming 90% 
for {110} (3.0 sites nm-2) and 10% for {021} (1.86 sites nm -2) planes: 
(0.9*3.0) + (0.1*1.86) = 2.89 sites nm2 
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Table 4.1-12. Specific Surface Areas and Adsorption Site Densities for Goethite (Continued) 

Site 
Density 

Site Density 
Units 

Specific 
Surface Area 

(m2 g_1 )  
Source*  Comments 

5.2 ttmol m-2  20* Hongshao and Stanforth 2001 
[DIRS 173754], p. 4754 

Assumed value for site density; site density converted to 3.13 sites nm -2  in 
Table 6.3-4; specific surface area by BET method 

2.3 sites nm-2  21.4* Buerge-Weirich et al. 2002 
[DIRS 173752], p. 329 

Estimated (no specific information given in the source); specific surface area 
by BET method (N2 gas) 

6.31 sites nm2  37* Boily et al. 2001 
[DIRS 173707], Table 3 

Total site density estimated from crystallographic data at three different crystal 
planes: 2.7 + 2.7 + 0.91 = 6.31 sites nnn-2 ; specific surface area by BET 
method (N2 gas) 

6.31 sites nm2  85* Boily et al. 2001 
[DIRS 173707], Table 3 

Total site density estimated from crystallographic data at three different crystal 
planes: 2.7 + 2.7 + 0.91 = 6.31 sites nm -2 ; specific surface area by BET 
method (N2 gas) 

1.8 sites nm-2  27.7* Gao and Mucci 2001 
[DIRS 173750], p. 2364 (SD), 
p. 2362 (SSA) 

Acid-base surface titration; specific surface area by BET method (N2 gas) 

2.31 sites nm2  49* Robertson and Leckie 1997 
[DIRS 173763], Table 4 (SD), 
Table 3 (SSA) 

Obtained by fits to potentiometric titration data 

7.00 sites nm-2  49 Robertson and Leckie 1997 
[DIRS 173763], Table 4 (SD), 
Table 3 (SSA) 

Obtained by fits to potentiometric titration data 

8.38 sites nm2  49 Robertson and Leckie 1997 
[DIRS 173763], Table 4 (SD), 
Table 3 (SSA) 

Obtained by fits to potentiometric titration data 

8.16 sites nm2  49 Robertson and Leckie 1997 
[DIRS 173763], Table 4 (SD), 
Table 3 (SSA) 

Obtained by fits to potentiometric titration data 

1.68 sites nm2  39.9* Lovgren et al. 1990 
[DIRS 173771], p. 1303 (SD), 
p. 1301 (SSA) 

Acid-base surface titration; specific surface area by BET method 

210 iimol g -1  81* Machesky et al. 1991 
[DIRS 173758], p. 771 (SD), 
p. 770 (SSA) 

Estimated from maximum sorption data. Value is twice measured loading, 
because a bidentate surface complex is proposed by the authors. Site density 
converted to 3.12 sites nm -2  in Table 6.3-4; specific surface area by BET 
method (N2 gas) 

7.00 sites nm2  52* Hayes and Leckie 1987 
[DIRS 173817], Table II 

Pb sorption data; specific surface area by BET method (N2 gas) 
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 Table 4.1-12. Specific Surface Areas and Adsorption Site Densities for Goethite (Continued) 

Site 
Density 

Site Density 
Units 

Specific 
Surface Area 

(m2 g-1 ) Sources  Comments 

2.3 sites nr11-2  45* van Geen et al. 1994 
[DIRS 144702], Table 1 

Adopted value is the same as that given by Davis 
and Kent (1990 [DIRS 143280]) and Dzombak and Morel 
1990 [DIRS 105483]; specific surface area by BET method (N2 gas) 

1.7 sites nr71-2  43* Persson et al. 1998 
[DIRS 173762], p. 261, Table 1 

Acid-base surface titration; specific surface area by BET method (N2 gas) 

5 sites nm2  110* Davis and Upadhyaya 1996 
[DIRS 173743], p. 1895 

Assumed value based on Stumm 1992 [DIRS 141778] 

4.84 sites nm-2  64.3* Xue and Traina 1996 
[DIRS 173713], p. 3163 (SD), 
p. 3161 (SSA) 

Calculated value from the smallest average for constant capacitance model 
(CCM); specific surface area by BET method (N2 gas) 

140 gmol g -1  33* Hansmann and Anderson 1985 
[DIRS 173742], p. 547 (SD), 
p. 546 (SSA) 

Maximum theoretical value estimated from crystal morphology; site density 
converted to 2.55 sites nm-2  in Table 6.3-4; specific surface area by BET 
method (N2 gas) 

80 gmol g-1  33 Hansmann and Anderson 1985 
[DIRS 173742], p. 547 (SD), 
p. 546 (SSA) 

Estimated from maximum sorption data for selenite; site density converted to 
1.46 sites nm2 in Table 6.3-4; specific surface area by BET method (N2 gas) 

0.31 mmol g-1  80.5* Gabriel et al. 1998 
[DIRS 130407], pp. 124, 126 (SD), 
p. 123 (SSA) 

Uranyl adsorption SCM; site density converted to 2.32 sites nm2 in 
Table 6.3-4; specific surface area by BET method 

— — 40.5 Christophi and Axe 2000 [DIRS 
173020], Table 1 

Site density not reported 

EBS R
adionuclide Transport A

bstracti on 
Lo

u
 io

qo
Po

 



EBS Radionuclide Transport Abstraction 

Table 4.1 - 13. Total Site Densities for HFO 

Total Site Density 
(mol sites/mol Fe) 

0.2 
0.1 
0.2 
0.2 
0.18 
0.23 
0.24 
0.14 
0.2 
0.15 
0.2 
0.5 
0.15 
0.16 
0.05 
0.18 
0.1 
0.13 

Source: Dzombak and Morel 1990 [DIRS 105483], Table 5.3. 

NOTE: 	Data compiled from various metal sorption isotherms; specific surface area = 600 m 2  g -1 . These data were 
retrieved from metal sorption maxima obtained using various cations and anions under various pHs; see 
source for details. 

Table 4.1-14. Specific Surface Areas for HFO 

Specific 
Surface Area 

(m2 g' 1 ) Method Reference 

109.0 BET-N2 Cornejo et al. 1984 [DIRS 178660], Table 1, Sample 1 
137.0 BET-N2 Cornejo et al. 1984 [DIRS 178660], Table 1, Sample 2 
235.5 BET-N2 Cornejo 1987 [DIRS 178659], Table I, heated at 25°C 
218.3 BET-N2 Cornejo 1987 [DIRS 178659], Table I, heated at 100°C 
246.0 as-plot Cornejo 1987 [DIRS 178659], Table I, heated at 25°C 
223.6 as-plot Cornejo 1987 [DIRS 178659], Table I, heated at 100°C 
239 BET-N2 Schwertmann et al. 2004 [DIRS 178734], Table 1, 16.7 pmol OH min -1  
276 BET-N2 Schwertmann et al. 2004 [DIRS 178734], Table 1, 33.3 pmol OH min -1  
227 BET-N2 Schwertmann et al. 2004 [DIRS 178734], Table 1, 66.7 pmol OH min -1  
214 BET-N2 Schwertmann et al. 2004 [DIRS 178734], Table 1, 333 pmol OH min -1  
160 BET Mitov et al. 2002 [DIRS 178686], Table 5 
215 BET-N2  Clausen and Fabricius 2000 [DIRS 178655], Table 2, 2-line ferrihydrite 

No. 1 
229 BET-N2 Clausen and Fabricius 2000 [DIRS 178655], Table 2, 2-line ferrihydrite 

No. 2 
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Table 4.1-14. Specific Surface Areas for HFO (Continued) 

Specific 
Surface Area 

(m2 g•1) Method Reference 

193.3 BET-N2 O'Reilly and Hochella 2003 [DIRS 178704], Table 1 
180 BET-N2 Sani et al. 2004 [DIRS 178727], p. 2640 
378.6 BET-N2 Hofmann et al. 2004 [DIRS 173783], Table 1, 30°C 
366.5 t-plot (N2 gas) Hofmann et al. 2004 [DIRS 173783], Table 1, 30°C 
320.1 BET-H20 Hofmann et al. 2004 [DIRS 173783], Table 1, 30°C 
373.5 BET-N2 Hofmann et al. 2004 [DIRS 173783], Table 1, 50°C 
366.4 t-plot (N2 gas) Hofmann et al. 2004 [DIRS 173783], Table 1, 50°C 
364.9 BET-N2 Hofmann et al. 2004 [DIRS 173783], Table 1, 80°C 
352.4 t-plot (N2 gas) Hofmann et al. 2004 [DIRS 173783], Table 1, 80°C 
455.4 BET-H20 Hofmann et al. 2004 [DIRS 173783], Table 1, 80°C 
170 BET-N2 Sauve et al. 2000 [DIRS 178732], Table 1 
277 BET-N2 Weidler 1997 [DIRS 178741], Table 1 
266 BET-N2 Guzman et al. 1994 [DIRS 178669], Table 1 
230 BET-N2 Larsen and Postma 2001 [DIRS 178683], Table 2, Sample 2Fer-1 
250 BET-N2 Larsen and Postma 2001 [DIRS 178683], Table 2, Sample 2Fer-2 
205 BET-N2 Larsen and Postma 2001 [DIRS 178683], Table 2, Sample 6Fer 
277 BET-N2 Leone et al. 2001 [DIRS 178684], p. 1317 
280 BET-H20 Leone et al. 2001 [DIRS 178684], p. 1317 
182 BET-N2 Davis and Leckie 1978 [DIRS 125591], p. 95 
300 negative 

adsorption 
Davis and Leckie 1978 [DIRS 125591], p. 95 

600 empirical 
estimate 

Davis and Leckie 1978 [DIRS 125591], p. 95 

260 BET-N2 Liaw et al. 1989 [DIRS 178685], Table 1 
159 BET-N2 Crosby et al. 1983 [DIRS 178662], Table II, Fe 3+  source, 2-h age 
234 BET-N2 Crosby et al. 1983 [DIRS 178662], Table II, Fe 3+  source, 2-day age 
141 BET-N2 Crosby et al. 1983 [DIRS 178662], Table II, sediment water source, 2-day 

age 
164 BET-N2 Crosby et al. 1983 [DIRS 178662], Table II, mine stream sediment source 
36.6 BET-N2 Axe and Anderson 1995 [DIRS 178654], p. 159 

265 BET-Ar Van der Giessen 1966 [DIRS 178740], Table 1, 20°C, 1 month age 
215 BET-Ar Van der Giessen 1966 [DIRS 178740], Table 1, 20°C, 1 year age 
270 BET-Ar Van der Giessen 1966 [DIRS 178740], Table 1, 90°C, 1 month age 
220 BET-Ar Van der Giessen 1966 [DIRS 178740], Table 1, 90°C, 1 year age 
300±50 BET-H20 Davies-Colley et al. 1984 [DIRS 178666], p. 492 
250 TEM Tipping 1981 [DIRS 178737], Table 1 
398 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 6VT 
425 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 6Y 
236 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 27B 
146 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 32F 
172 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 40A 
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Table 4.1 -14. Specific Surface Areas for HFO (Continued) 

Specific 
Surface Area (m2 g.11) Method Reference 

149 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 8A 
274 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 5 
200 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 4 
154 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 3 
68 BET-Ar Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 2 

502 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 6VT 
560 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 6Y 
326 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 27B 
304 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 32F 
513 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 40A 
418 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 8A 
489 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 4 
221 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 3 
318 EGME Carlson and Schwertmann 1981 [DIRS 142788], Table 1, Sample 2 
340 BET-N2 Eggleton and Fitzpatrick 1988 [DIRS 173878], Table 1, 2-line ferrihydrite 
225 BET-N2 Eggleton and Fitzpatrick 1988 [DIRS 173878], Table 1, 6-line ferrihydrite 
390±25 EGME Eggleton and Fitzpatrick 1988 [DIRS 173878], Table 1, 2- and 6-line 

NOTES: BET = Brunauer, Emmett, and Teller surface area measurement technique using the specified gas; 
EGME = ethylene glycol-monoethylether method; TEM = transmission electron micrographs; 
t-plot = plot of amount adsorbed vs. average film thickness; slope gives specific surface area; 
as-plot = similar to t-plot, providing specific surface area relative to that of a reference material (Gregg and 
Sing 1982 [DIRS 153010], p. 98). 

The elemental composition of metals in a CSNF waste package is given in Table 4.1-15. The 
composition is used in Section 6.3.4.2.3.1 to calculate the mass of corrosion products in a waste 
package. The sources for these data are ASTM standard specifications for manufacturing the 
metals and the American Society for Metals (ASM) properties handbook. ASTM standards and 
the ASM handbook are established fact and are therefore justified for use in this report. The 
DTNs listed as sources are qualified project data whose original sources are ASTM standards 
and the ASM handbook. 

ANL-WIS-PA-000001 REV 03 
	

4-24 	 October 2007 



EBS Radionuclide Transport Abstraction 

Table 4.1 - 15. Elemental Composition (Weight Percent) and Density of Waste Package Materials 

Element 
316N Stainless 

Steel a  
A 516 Carbon 

Steel b  
304B4 Borated 

Stainless Steel C  
Aluminum 

6061 d  
304L Stainless 

Steel e  
Fe Balance Balance Balance 0.7 (max) Balance 
Mo 2.00 to 3.00 - - - - 
Cr 16.00 to 18.00 - 18.00 to 20.00 0.04 to 0.35 18.0 to 20.0 
Ni 10.00 to 14.00 - 12.00 to 15.00 - 8.0 to 12.0 
Al - - - Remainder - 

- - Co 
 

0.20 (max) - - 
W - - - - - 
Mn 2.00 (max) 1.30 (max) 2.00 (max) 0.15 (max) 2.00 (max) 
C 0.08 (max) 0.26 (max) 0.08 (max) - 0.030 (max) 
P 0.045 (max) 0.035 (max) 0.045 (max) - 0.045 (max) 
S 0.030 (max) 0.035 (max) 0.030 (max) - 0.030 (max) 
Si 0.75 (max) 0.45 0.75 (max) 0.40 to 0.8 0.75 (max) 
N 0.10 to 0.16 - 0.10 (max) - 0.10 

Cu - - - 0.15 to 0.40 - 
Mg - - - 0.8 to 1.2 - 
Zn - - - 0.25 (max) - 
Ti - - - 0.15 (max) - 
V - - - - - 

Gd - - - - - 
B - - 1.1 to 1.2 g - - 

Residuals - - - 0.15 (max) - 
Density 7.98 g CM-3 f  7,850 kg M-3 b  7,810 kg m-3  2,700 kg M-3 f  7,940 kg m-3  

NOTES: "-' indicates that the alloy chemical composition specification does not include this element. 
Compositions listed are the maximum specified for each element in the data source. "Balance" and 
"Remainder" are specified in the data source for the principal component of the alloy. 

a  DTN: M00003RIB00076.000 [DIRS 153044], Column "ASTM, 1998." 
b  ASTM A 516/A 516M-90 1991 [DIRS 117138]. 
`Carpenter Technology 2003 [DIRS 179642]. 
d  ASM 1979 [DIRS 154085], p. 115. 
e  ASTM A 240/AA 240M 06c 2006 [DIRS 179346], Table 1, Type 304L 
f  ASTM G 1-03 [DIRS 181437], Table X1.1. 
g  SNL 2007 [DIRS 179394], Section 4.1.1.5. Density listed is for 1.2% boron (Carpenter Technology 2003 [DIRS 

179642]). 

Diffusion coefficient data for granular materials are shown in Table 4.1-16. These data are used 
to develop an effective diffusion coefficient for the invert in Section 6.3.4.1.1. The data are 
qualified for use in this report in Appendix H. 
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Table 4.1-16. Diffusion Coefficient for Granular Materials for Volumetric Moisture Content 
Between 1.5 Percent and 66.3 Percent 

Sample 
Volumetric Moisture Content 

(%) 
Diffusion Coefficient 

(cm2 
S-1 ) 

1 1.50 1.39 x 10-8  
2 1.70 6.60 x 10-8  
3 1.90 8.60 x 10-8  
4 2.17 2.77 x 10-8  
5 2.20 3.63 x 10-8  
6 2.29 1.09 x 10-8  
7 2.50 2.50 x 10-8  
8 3.10 3.30 x 10-8  
9 3.14 3.06 x 10-8  
10 3.20 1.35 x 10-8  
11 3.27 2.79 x 10-8  
12 3.33 6.35 x 10-8  
13 3.34 2.60 x 10-8  
14 3.57 3.37 x 10-8  
15 3.70 3.70 x 10 -8  
16 3.70 6.60 x 10-8  
17 4.00 5.22 x 10-8  
18 4.20 5.94 x 10-8  
19 4.60 6.21 x 10-8  
20 4.90 7.20 x 10 -8  
21 5.10 1.32 x 10 -7  
22 5.30 2.40 x 10-8  
23 5.40 7.60 x 10-8  
24 5.51 7.68 x 10-8  
25 5.83 1.23 x 10-7  
26 5.90 9.30 x 10 -8  
27 6.00 8.92 x 10-8  
28 6.30 1.06 x 10-7  
29 6.90 6.00 x 10-8  
30 6.93 1.50 x 10-7  
31 7.30 1.60 x 10-7  
32 7.40 2.50 x 10 -7  
33 7.60 2.60 x 10-7  
34 7.60 1.10 x 10-7  
35 7.60 2.69 x 10 -7  
36 7.70 1.10 x 10-7  
37 8.00 1.98 x 10-7  
38 8.10 1.70 x 10-7  
39 8.32 4.10 x 10-7  
40 8.35 2.15 x 10-7  
41 8.60 3.20 x 10-7  
42 8.80 2.30 x 10-7  
43 9.24 2.55 x 10-7  
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Table 4.1-16. Diffusion Coefficient for Granular Materials for Volumetric Moisture Content 
Between 1.5 Percent and 66.3 Percent (Continued) 

Sample 
Volumetric Moisture Content 

(%) 
Diffusion Coefficient 

(cm2  s-1 ) 
44 9.24 2.55 x 10-7  
45 9.56 3.00 x 10-7  
46 9.64 3.07 x 10-7 

47 9.75 3.20 x 10-7  
48 10.1 3.51 x 10-7  
49 10.1 3.62 x 10-7  
50 10.2 3.54 x 10-7  
51 10.2 3.30 x 10 -7  
52 10.3 3.34 x 10 -7  
53 10.3 2.10 x 10 -7  
54 10.4 3.40 x 10-7  
55 10.9 3.62 x 10-7  
56 11.1 3.72 x 10-7  
57 11.1 4.22 x 10 -7  
58 11.1 4.27 x 10-7  
59 11.2 4.19 x 10-7  
60 11.2 5.48 x 10-7  
61 11.4 4.27 x 10-7  
62 11.4 4.12 x 10-7  
63 11.6 5.40 x 10-7  
64 11.7 2.60 x 10-7  
65 11.8 4.80 x 10-7  
66 12.0 2.40 x 10-7  
67 12.0 4.47 x 10-7  
68 12.2 4.09 x 10-7  
69 12.3 5.05 x 10-7  
70 12.3 4.40 x 10-7  
71 12.3 3.60 x 10-7  
72 12.3 4.50 x 10-7  
73 12.5 2.90 x 10-7  
74 12.7 4.37 x 10-7  
75 12.7 4.90 x 10-7  
76 12.7 5.32 x 10-7  
77 13.1 4.77 x 10-7  
78 13.9 5.39 x 10-7  
79 13.9 7.80 x 10-7  
80 14.1 5.12 x 10-7  
81 14.2 5.52 x 10-7  
82 14.4 4.50 x 10-7  
83 14.4 5.20 x 10-7  
84 14.4 4.50 x 10-7  
85 14.6 6.82 x 10-7  
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Table 4.1-16. Diffusion Coefficient for Granular Materials for Volumetric Moisture Content 
Between 1.5 Percent and 66.3 Percent (Continued) 

Sample 
Volumetric Moisture Content 

(%) 
Diffusion Coefficient 

(cm2  s-1 ) 
86 14.7 9.00 x 10-7 

87 14.8 6.54 x 10-7 

88 16.0 1.47 x 10-6  
89 16.1 6.82 x 10 -7 

90 16.5 5.45 x 10-7 

91 16.7 6.60 x 10-7 

92 17.0 1.20 x 10-6  
93 17.1 8.20 x 10 -7  
94 17.3 1.76 x 10-6 

95 17.5 1.10 x 10-6  
96 18.8 1.60 x 10-6  
97 18.9 8.19 x 10 -7 

98 19.4 9.89 x 10-7 

99* 20.4 4.19 x 10-6  
100 20.8 3.58 x 10-6  
101 21.0 2.34 x 10-6 

102 21.5 1.23 x 10-6  
103 21.6 1.29 x 10-6  
104 23.1 2.40 x 10-6  
105 23.1 1.90 x 10-6  
106 24.0 2.90 x 10-6 

107* 25.3 5.82 x 10-6  
108 25.4 2.50 x 10-6  
109* 25.7 9.26 x 10-6  
110 28.2 3.50 x 10 -6  
111 28.5 1.00 x 10-6  
112 30.9 1.51 x 10-6  
113* 31.7 1.23 x 10-5  
114 32.3 4.60 x 10 -6  
115* 33.8 1.34 x 10-5  
116* 35.8 1.57 x 10-5  
117 38.5 4.33 x 10 -6  
118* 39.3 1.36 x 10 -5  
119* 39.5 1.13 x 10-5  
120 40.0 6.90 x 10-6  
121 42.0 5.80 x 10-6  
122 42.5 3.22 x 10-6  
123* 43.4 1.02 x 10-5  
124 49.0 6.09 x 10-6  
125 66.3 1.83 x 10-5  

NOTE: 	All va ues are from Conca and Wright 1992 [DIRS 100436], Figure 2, 
except for those indicated by an asterisk, which are from Conca et al. 
1993 [DIRS 170709], Figure 2. 
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Surface complexation reactions and constants are summarized in Table 4.1-17. A single self-
consistent network for sorption of radionuclide species of interest onto either goethite or HFO 
does not exist. Therefore, the largest self-consistent network was identified and additional data 
were used to fill in the gaps. Based on the above considerations, the compilations of Wang et al. 
(2001 [DIRS 176816]) and Turner and Sassman (1996 [DIRS 179618]) are the best reaction 
networks upon which to base the set of surface complexation constants. These authors fit 
experimental data from several sources to a single site Double Layer Model using a standard set 
of acidity constants for goethite. Table 4.1-17 contains the recommended constants obtained 
from Wang et al. (2001 [DIRS 176816]) and Turner and Sassman (1996 [DIRS 179618]), with 
supplementary constants obtained from other sources. The surface complexation constant for 
Pu02+2  from Dzombak and Morel (1990 [DIRS 105483]) was estimated using the linear free-
enery relationships. The La +3  surface complexation constants were used as analog values for 
Am+i  as recommended by Pepper et al. (2006 [DIRS 179622]). 

Table 4.1-17. Surface Complexation Constants Used in PHREEQC Simulations 

Surface Complexation Reaction Logic) K Reference 
HfssOH + H+ = HfssOH2+ 7.35 Turner and Sassman 1996 [DIRS 

179618] 
HfssOH = HfssO- + H+ -9.17 Turner and Sassman 1996 [DIRS 

179618] 
HfssOH + UO2+2 +2CO3-2 + H+ = 
HfssOH2UO2(CO3)2- 

29.15 Turner and Sassman 1996 [DIRS 
179618] 

HfssOH + UO2+2 +3CO3-2 + H+ = 
HfssOH2UO2(CO3)3-3 

36.28 Turner and Sassman 1996 [DIRS 
179618] 

HfssOH + 2UO2+2 + CO3-2 + 3H20 = 
HfssOH2(UO2)2CO3(OH)3 + 2H+ 

12.62 Turner and Sassman 1996 [DIRS 
179618] 

HfssOH + Pu02+ = HfssOHPuO2+ 5.14 Wang et al. 2001 [DIRS 176816] 
HfssOH + Pu02+ = HfssOPuO2 + H+ -2.95 Wang et al. 2001 [DIRS 176816] 
HfssOH + Pu02+ + H20= HfssOPuO2OH- + 2H+ -11.35 Wang et al. 2001 [DIRS 176816] 
HfssOH + Pu+4 = HfssOPu+3 + H+ 14.33 Wang et al. 2001 [DIRS 176816 
HfssOH + Pu+4 + H2O = HfssOPuOH+2 + 2H+ 8.79 Wang et al. 2001 [DIRS 176816] 
HfssOH + Pu+4 + 3H20 = HfssOPu(OH)3 + 4H+ -3.92 Wang et al. 2001 [DIRS 176816] 
HfssOH + Pu02+2 = HfssOPuO2+ + H+ 3.0 Dzombak and Morel 1990 [DIRS 

105483] 
HfssOH + Np02+ = HfssOHNpO2+ 6.03 Wang et al. 2001 [DIRS 176816] 
HfssOH + Np02+ + H2O = HfssONpO2OH- + 2H+ -12.0 Wang et al. 2001 [DIRS 176816] 
HfssOH + Am+3 + H2O = HfssOAmOH+ + 2H+ -6.27 Pepper et al.2006 [DIRS 179622] 
HfssOH + Th+4 = HfssOHTh+4 18.7 Cromieres et al. 1998 [DIRS 179616] 
HfssOH + Th+4 + 2H20= HfssOTh(OH)2+ + 3H+ -2.0 Cromieres et al. 1998 [DIRS 179616] 
HfssOH + Th+4 + 4H20= HfssOTh(OH)4- + 5H+ -16.7 Cromieres et al. 1998 [DIRS 179616] 
HfssOH + Ni+2 = HfssONi+ + H+ -2.5 Dzombak and Morel 1990 [DIRS 

105483] 
HfssOH + CO3-2 = HfssOHCO3-2 4.78 Appelo et al. 2002 [DIRS 168168] 
HfssOH + CO3-2 + 2H+ = HfssHCO3 + H2O 20.3 Appelo et al. 2002 [DIRS 168168] 
NOTE: 	Hfss represents the iron oxyhydroxide surface. 
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Table 4.1-18 lists water vapor adsorption data and specific surface areas for various waste form 
materials. These data are used in Section 6.3.4.6 to develop a model to estimate the water 
saturation in the CSNF waste form degradation rind as a function of relative humidity based on 
the physical adsorption of water. Data are unavailable for the bulk of SNF components or their 
degradation products, which consist of various forms of schoepite. However, the materials listed 
are considered representative of SNF, because, except for UO2, they are at least minor 
constituents of SNF. The data were obtained by reputable, widely-published researchers at Oak 
Ridge National Laboratory, Los Alamos National Laboratory, and Dow Chemical U.S.A. (Rocky 
Flats Division) and are reported in long-established refereed journals, including The Journal of 
Physical Chemistry, Journal of Colloid and Interface Science, and Journal of Nuclear Materials. 
Therefore, the data are considered reliable and suitable for use in this report. The data are 
presented on figures in the journal articles and were digitized using Grab It!TM Digitizing 
Software. Only the data points that are indicated in the original figures as being measured data 
values (as opposed to being smoothed or interpolated and shown as a smooth curve) are used and 
included in Table 4.1-18. Copies of the original figures are shown in Section 6.3.4.6. The 
number of digits, shown in the adsorption data in Table 4.1-18 reflects only the precision of the 
digitizing process and is not an indication of the precision of the data shown in the original 
figures, which is unknown. 
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Table 4.1 - 18. Water Vapor Adsorption Isotherms for SNF Waste Form Materials 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g_1) Reference 
UO2 RH 

N. 
Number of Water 

Layers  
0.51 LaVerne and Tandon 2003 

[DIRS 178303], Figure 1 
10.8 3.45 
52.9 3.56 
75.0 4.53 
83.9 6.57 
94.8 24.28 

Th02 pie mq/q  11.20 Gammage et al. 1970 
0.035 2.01 [DIRS 178304], 

0.085 
0.093 

2.62 
2.55 

Figure 2 (adsorption 
isotherm), 
p. 4277 (specific surface area) 

0.112 2.70 
0.132 2.78 
0.205 3.09 
0.229 3.16 
0.283 3.40 
0.314 3.47 
0.345 3.70 
0.368 3.86 
0.399 4.09 
0.438 4.17 
0.450 4.24 
0.481 4.48 
0.508 4.78 
0.554 5.25 
0.597 5.79 
0.643 6.48 
0.651 6.41 
0.698 7.49 
0.740 8.72 
0.740 8.87 
0.791 10.50 
0.822 12.27 
0.837 12.81 
0.895 16.44 
0.903 17.36 
0.926 18.98 
0.957 21.38 
0.957 22.23 
0.981 25.62 
0.992 27.01 
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Table 4.1 - 18. Water Vapor Adsorption Isotherms for SNF Waste Form Materials (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g_1) Reference 
Zr02 2ipti migla 14 to 15 Holmes et al. 1974 

0.007 5.08 [DIRS 154379], 

0.010 5.66 Figure 3 (adsorption isotherm) 

0.021 6.39 
p. 368 (specific surface area) 

0.048 7.11 
0.074 7.55 
0.100 7.84 
0.126 8.28 
0.164 8.87 
0.205 9.31 
0.250 9.89 
0.291 10.33 
0.332 10.91 
0.378 11.35 
0.419 11.79 
0.464 12.38 
0.505 12.96 
0.550 13.55 
0.591 14.42 
0.629 15.30 
0.670 16.46 
0.692 17.33 
0.714 18.35 
0.733 19.66 
0.755 21.26 
0.777 23.15 
0.796 25.76 
0.818 28.66 
0.840 32.44 
0.861 36.50 
0.883 41.15 
0.905 45.94 
0.926 50.44 
0.944 55.66 

CeO2 RH Number of Water 4.18 LaVerne and Tandon 2003 
f/12} Lavers [DIRS 178303], Figure. 1 
11.1 0.32 
52.9 1.19 
75.0 1.73 
83.9 2.37 
94.8 26.87 

Pu02 RH g H20/g Sample 57 Stakebake 1971 
(Calcined at 

350°) 

al, 

34.9 
x 104  [DIRS 178302], 

Figure 8 (adsorption 63.9 
53.9 113.4 isotherm), 
74.9 175.9 p. 253 (specific surface area) 
97.2 327.6 
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Table 4.1 - 18. Water Vapor Adsorption Isotherms for SNF Waste Form Materials (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area (m2 g_1) Reference 

Pu02 RH g H20/g Sample 53 Stakebake 1971 
(Calcined at 

490°) 
if/2.1 
34.9 

x 104  [DIRS 178302], 
Figure 8 (adsorption 71.3 

53.9 85.5 isotherm), 
74.9 116.4 p. 253 (specific surface area) 

97.6 225.3 

Pu02 RH g H20/g Sample 9.9 Stakebake 1971 
(Calcined at 

760°) 
tyla 
34.9 

x 104  [DIRS 178302], 
Figure 8 (adsorption 9.9 

53.9 11.1 isotherm), 

74.9 29.0 p. 253 (specific surface area) 
97.2 150.9 

Pu02 -1 p 1:)LIT In 	I-g n 	le 16.9 Stakebake and Dringman 
(50 °C) 0.21 8.86 1968 [DIRS 178840], 

2.11 9.60 Figure 3 (adsorption 
5.79 9.91 isotherm), 

10.14 10.15 Table 1 (specific surface area) 
15.54 10.34 
20.94 10.52 
25.84 10.83 

Pu02 Riroal In 	1-_g_ n le 16.9 Stakebake and Dringman 
(75 °C) 0.04 2.32 1968 [DIRS 178840], 

2.12 3.46 Figure 4 (adsorption 

5.83 3.89 isotherm), 

10.78 4.12 Table 1 (specific surface area) 

17.08 4.26 
21.41 4.42 
25.63 4.68 

Pu02 Pia q water  0.8 Paffett et al. 2003 
(Dried in 
argon) 

0.058 
0.113 
0.176 

0.00105 
0.00192 
0.00279 

[DIRS 178712], 
Figure. 8 (adsorption 
isotherm), 
Table 1 (specific surface area) 

0.278 0.00437 
0.361 0.00576 
0.435 0.00724 
0.514 0.00890 
0.574 0.01064 
0.639 0.01281 
0.688 0.01525 
0.731 0.01803 
0.771 0.02107 
0.803 0.02436 

NOTES: RH = relative humidity; p = water partial pressure; pa  = water vapor pressure 

Data on adsorption of water vapor on various steel corrosion product materials is presented in 
Table 4.1-19. Materials included are oxides of the major components of carbon steel and 
stainless steel, namely, various forms of iron oxide (hematite, goethite, and HFO), chromium 
oxide (Cr303  and HCrO2), and nickel oxide and hydroxide [NiO and Ni(OH) 2]. The materials 
listed are representative of steel corrosion products expected when waste package internal 
components corrode. Therefore, the data are appropriate for use in the RTA. All of the data are 
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from reputable peer-reviewed journals. The data values were obtained by capturing data points 
from images of the referenced figures using Grab It!TM Digitizing Software (see Section 4.3.2). 
Only measured data points, as indicated by symbols in the cited figures, are included in 
Table 4.1-19 and in the analysis of the data (the one exception is the data of Hofmann et al. 2004 
[DIRS 173783], Figure 8, in which individual data points were not shown). The number of 
digits shown in the adsorption data in the table reflects only the precision of the digitizing 
process and is not an indication of the precision of the data shown on the original figures, which 
is unknown. 

Table 4.1-19. Water Vapor Adsorption Isotherms for Steel Corrosion Product 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g-1 ) Reference 
HFO RH Number of Water 320.1 Hofmann et al. 2004 [DIRS 

fraction Layers  173783], Figure 8; data in 
0.0028 0.0138 Figure 8 are presented as a 
0.0028 0.0227 smooth curve; data listed here 
0.0055 0.0277 were selected in digitizing the 
0.0110 0.0326 data in sufficient number to 

reproduce the smooth curve in 
0.0166 0.0375 Figure 8. 
0.0221 0.0415 
0.0276 0.0455 
0.0387 0.0514 
0.0552 0.0583 
0.0746 0.0652 
0.0967 0.0721 
0.1160 0.0771 
0.1326 0.0820 
0.1630 0.0889 
0.2044 0.0988 
0.2293 0.1038 
0.2514 0.1107 
0.2790 0.1176 
0.3066 0.1245 
0.3398 0.1334 
0.3674 0.1413 
0.4061 0.1522 
0.4337 0.1591 
0.4586 0.1670 
0.5083 0.1798 
0.5525 0.1907 
0.5967 0.2016 
0.6298 0.2075 
0.6630 0.2134 
0.6934 0.2164 
0.7320 0.2194 
0.7790 0.2223 
0.8149 0.2223 
0.8536 0.2243 
0.8757 0.2253 
0.9171 0.2253 
0.9613 0.2273 
0.9807 0.2263 
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Table 4.1 -19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g_1) Reference 
a-Fe203 RH Number of Water (not reported) McCafferty and Zettlemoyer 

fraction Layers  1970 [DIRS 154382], Figure 3 
0.0181 0.4311 
0.0270 0.5475 
0.0300 0.5707 
0.0419 0.6288 
0.0479 0.6869 
0.0597 0.7100 
0.0716 0.7797 
0.0894 0.8492 
0.1013 0.8956 
0.1191 0.9419 
0.1250 0.9534 
0.1428 1.0113 
0.1546 1.0343 
0.1665 1.0807 
0.1783 1.0338 
0.1902 1.0802 
0.1961 1.1383 
0.2198 1.1494 
0.2198 1.1961 
0.2465 1.2421 
0.2613 1.2651 
0.2761 1.3114 
0.2939 1.3343 
0.3087 1.3690 
0.3354 1.4267 
0.3413 1.4382 
0.3680 1.4842 
0.3887 1.5421 
0.3947 1.5769 
0.4095 1.5882 
0.4183 1.5764 
0.4213 1.6113 
0.4628 1.6686 
0.4865 1.7614 
0.5102 1.7608 
0.5191 1.7723 
0.5606 1.8996 
0.5694 1.8528 
0.6021 1.9570 
0.6229 2.0731 
0.6644 2.2121 
0.6762 2.1885 
0.7118 2.3626 
0.7534 2.4899 
0.7594 2.6181 
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Table 4.1 - 19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g_1) Reference 
0.7831 2.6642 
0.8218 2.9548 
0.8634 3.2454 
0.8575 3.3272 
0.8845 3.7114 
0.8964 3.8044 
0.9024 4.0258 
0.9086 4.3989 
0.9175 4.3753 
0.9178 4.7835 

Amorphous RH Adsorbed Amt. 77.0 Kandori and Ishikawa 1991 
Ferric Oxide (fraction) ma a -,  [DIRS 178680], 
Hydroxide 0.0025 58.12 Figure 2 (adsorption 

0.0074 62.55 isotherm); Table I (specific 
0.0149 65.50 surface area) 
0.0198 68.45 
0.0297 70.41 
0.0396 73.36 
0.0520 76.30 
0.0743 80.22 
0.0892 82.67 
0.1115 85.60 
0.1362 88.04 
0.1659 90.48 
0.1957 92.42 
0.2279 93.86 
0.2601 95.31 
0.2947 96.26 
0.3368 97.20 
0.3765 98.15 
0.4359 98.59 
0.4780 99.04 
0.5251 99.98 
0.5672 101.41 
0.5994 102.37 
0.6192 103.82 
0.6489 105.77 
0.6687 107.72 
0.6885 110.65 
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Table 4.1 - 19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area (m2 g_1) Reference 

Goethite RH 
(fraction) 

H2O Adsorbed 
(mmol cil ) 

45±2.0 (293.13 K) Koch and Moller 1987 
[DIRS 173784], 

0.0035 0.1992 Figure 5 (adsorption 
0.0071 0.2988 isotherm); Table 1 (specific 
0.0220 0.3983 surface area) 

0.0369 0.4606 
0.0593 0.5228 
0.0593 0.5228 
0.0930 0.6100 
0.1379 0.6846 
0.2090 0.7593 
0.2502 0.8216 
0.2952 0.8714 
0.3401 0.9212 
0.3925 0.9834 
0.4637 1.0581 
0.5385 1.1701 
0.6171 1.3195 
0.6806 1.4689 
0.7367 1.6307 
0.7703 1.7676 
0.8038 1.9295 
0.8298 2.1037 
0.8634 2.2656 
0.8670 2.4025 
0.8818 2.5519 
0.9003 2.7012 
0.9114 2.8506 
0.9187 2.9751 
0.9223 3.1120 

Goethite RH H2O Adsorbed 47.7 (298.41 K) Koch and Moller 1987 
(fraction) (mmol c1 .1 ) [DIRS 173784], 
1.4x10' 0.0218 Figure 6 (adsorption 
0.0073 0.2480 isotherm); Table 1 (specific 

0.0431 0.5868 surface area) 

0.2199 0.9108 
0.4355 1.1433 
0.6370 1.3988 
0.7079 1.6122 
0.7398 1.7472 
0.7753 1.9162 
0.8108 2.1078 
0.8428 2.3221 
0.8501 2.4691 
0.8644 2.6498 
0.8716 2.7855 
0.8789 2.9212 
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Table 4.1 - 19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g-1) Reference 
Chromium RH Adsorbed Amt. 17.5 Carruthers et al. 1971 
Oxide Gel (fraction) umol  nf2  [DIRS 178656], 

0.0103 8.61 Figure 7 (adsorption 
0.0359 16.10 isotherm); Table IV (specific 
0.0614 21.55 surface area); 

0.1080 27.93 
Sample C2(775)16 

0.1732 34.09 
0.3247 48.01 

Chromium RH Adsorbed Amt. 10.1 Carruthers et al. 1971 
Oxide Gel (fraction) Arno! m-2 [DIRS 178656], 

0.0175 58.65 Figure 7 (adsorption 
0.0606 63.67 isotherm); Table IV (specific 
0.0979 64.15 surface area); 

0.1504 64.86 Sample C2(885)2 

0.2030 65.81 
0.2706 66.99 
0.3197 67.48 

Chromium RH Adsorbed Amt. 10.1 Carruthers et al. 1971 
Oxide Gel (fraction) Arno! m-2 [DIRS 178656], 

0.0105 1.37 Figure 7 (adsorption 
0.0502 2.07 isotherm); Table IV (specific 
0.0852 2.55 surface area); 

0.1505 2.83 
Sample C2(910)20 

0.2229 3.33 
0.3233 3.86 

a-Fe203 Pressure Vol. Adsorbed Monolayer Capacity: Morimoto et al. 1969 
(cm HA) ml (STP) m -2  0.242 ml (STP) m [DIRS 162877], 
0.0012 0.0687 Figure 3 (adsorption 
0.0015 0.0842 isotherm); Table I (monolayer 
0.0062 0.1049 capacity); Sample I 
0.0153 0.1269 
0.0329 0.1438 
0.0810 0.1762 
0.1463 0.2008 
0.2332 0.2241 
0.3070 0.2396 
0.4242 0.2642 
0.5891 0.2979 
0.7541 0.3316 
0.9320 0.3666 

a-Fe203 Pressure Vol. Adsorbed Monolayer Capacity: Morimoto et al. 1969 
fmligl ml (STP) nf2  0.194 ml (STP) re [DIRS 162877], 
0.0031 0.0688 Figure 4 (adsorption 
0.0068 0.1039 isotherm); Table I (monolayer 
0.0583 0.1417 capacity); Sample II 
0.1620 0.1757 
0.2877 0.2007 
0.4957 0.2362 
0.6822 0.2626 
0.8296 0.2863 
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Table 4.1 - 19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g_1) Reference 
Cr203 RH 

fraction 
Vol. Adsorbed 

ml (STP) m-2  
Monolayer Volume: 
0.32 ml (STP) m-2  

Harju et al. 2005 
[DIRS 178670], 

0.0095 0.0556 Figure 4a (adsorption 
0.0167 0.0963 isotherm); Table 6 (monolayer 

0.0333 0.1333 volume) 

0.0738 0.2074 
0.1048 0.2444 
0.1571 0.2963 
0.2524 0.3704 
0.3286 0.4296 
0.4000 0.4852 
0.4619 0.5407 
0.5143 0.5852 
0.5524 0.6222 
0.6000 0.6741 
0.6381 0.7222 
0.6690 0.7630 
0.7000 0.8074 

NiO RH Number of Water (not reported) Rice et al. 1980 
fraction Lavers  [DIRS 178725], 
0.0448 0.0683 Figure 2; 15°C 
0.1495 0.2279 
0.2453 0.5269 
0.2571 0.3874 
0.3469 0.6518 
0.3470 0.7446 
0.4517 1.0086 
0.5505 1.2843 
0.7514 2.2069 
0.8514 3.7587 

MO RH Number of Water Rice et al. 1980 
fraction Layers  [DIRS 178725], 
0.4486 0.8810 Figure. 2; 25°C 
0.5508 1.6323 
0.6528 2.1632 
0.7521 2.9493 
0.8522 4.5939 

NiO RH Number of Water Rice et al. 1980 
(fraction Layers  [DIRS 178725], 

0.2451 0.3645 Figure 2; 35°C 
0.3468 0.6054 
0.4487 1.0202 
0.5507 1.5279 
0.6527 2.0472 
0.7519 2.7289 
0.8516 4.0371 
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Table 4.1 -19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g_1) Reference 
Cr2O3 RH 

fraction 
Vol. Adsorbed 
cm3  (STP) m"2  

12.0 Nagao et al. 1995 
[DIRS 162878], 

0.0014 0.0033 Figure 1 b (adsorption 
0.0016 0.0135 isotherm); p. 222 (specific 
0.0019 0.0237 surface area) 

0.0024 0.0476 
0.0028 0.0613 
0.0031 0.0749 
0.0038 0.1039 
0.0137 0.1209 
0.0268 0.1362 
0.0367 0.1498 
0.0404 0.1703 
0.0439 0.1856 
0.0538 0.2009 
0.0574 0.2180 
0.0706 0.2350 
0.0900 0.2468 
0.1158 0.2603 
0.1416 0.2755 
0.1769 0.2890 
0.2156 0.3076 
0.2574 0.3244 
0.2992 0.3429 
0.3475 0.3614 
0.3925 0.3800 
0.4471 0.4019 
0.4985 0.4203 
0.5436 0.4406 

a-Fe203 RH Vol. Adsorbed 15.14 Kuwabara et al. 1987 
fraction )1 cm3  (STP) m -2  [DIRS 178682], 
0.0023 0.0240 Figure 1 (adsorption 
0.0046 0.0408 isotherm); p. 1060 (specific 
0.0070 0.0552 surface area) 

0.0141 0.0720 
0.0330 0.0985 
0.0471 0.1154 
0.0708 0.1323 
0.0968 0.1541 
0.1276 0.1735 
0.1702 0.1977 
0.2199 0.2220 
0.2648 0.2463 
0.3193 0.2659 
0.3690 0.2902 
0.4234 0.3122 
0.4637 0.3316 
0.5039 0.3487 
0.5607 0.3754 
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Table 4.1 - 19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g_1) Reference 
0.6176 0.3998 
0.6601 0.4313 
0.7051 0.4603 
0.7358 0.4893 
0.7713 0.5231 
0.8091 0.5617 
0.8422 0.6051 
0.8752 0.6629 

a-HCr02 RH Vol. Adsorbed 20.1; Kittaka et al. 1984 
fraction cm3  (STP) rn -2  Monolayer Coverage: [DIRS 178830], 
0.0122 0.1267 4.0 H2O molecules nm -2  Figure 6a (adsorption 
0.0669 0.1663 isotherm); p. 459 (monolayer 
0.0892 0.1723 coverage); Table 1 (specific 

surface area) 
0.1236 0.1901 
0.1459 0.1980 
0.1642 0.2119 
0.1804 0.2238 
0.1966 0.2337 
0.2250 0.2535 
0.2980 0.2832 
0.3426 0.2931 
0.4034 0.3069 
0.4642 0.3208 
0.5250 0.3386 
0.5858 0.3564 

Cr203 RH Vol. Adsorbed 3.40; Kittaka et al. 1983 
fraction li cm3  (STP) m"2  Monolayer Capacity: [DIRS 178681], 
0.0032 0.0099 7.01 H2O molecules nm -2  Figure 6 (adsorption 
0.0081 0.0174 isotherm); Table I (specific 
0.0145 0.0273 surface area and monolayer 

0.0193 0.0347 
capacity); Sample I 

0.0241 0.0397 
0.0305 0.0446 
0.0322 0.0521 
0.0338 0.0620 
0.0354 0.0745 
0.0339 0.0919 
0.0355 0.1168 
0.0372 0.1367 
0.0468 0.1466 
0.0548 0.1490 
0.0612 0.1565 
0.0692 0.1614 
0.0772 0.1663 
0.0869 0.1712 
0.0981 0.1761 
0.1077 0.1810 
0.1189 0.1884 
0.1285 0.1934 
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Table 4.1 - 19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g-1) Reference 
0.1365 0.1983 
0.1509 0.2057 
0.1638 0.2106 
0.1782 0.2154 
0.1990 0.2253 
0.2214 0.2301 
0.2502 0.2424 
0.2646 0.2448 
0.2887 0.2496 
0.2999 0.2545 
0.3175 0.2594 
0.3351 0.2667 
0.3671 0.2765 
0.3975 0.2837 
0.4264 0.2910 

Cr2O3 RH Vol. Adsorbed 7.21; Kittaka et al. 1983 
fraction cm3  (STP) m-2  Monolayer Coverage: [DIRS 178681], 
0.0004 0.0173 7.22 H2O molecules nm-2  Figure 7 (adsorption 
0.0085 0.0370 isotherm); Table I (specific 
0.0213 0.0541 surface area and monolayer 

0.0278 0.0689 
capacity); Sample II 

0.0310 0.0812 
0.0374 0.0935 
0.0471 0.1057 
0.0583 0.1155 
0.0695 0.1203 
0.0919 0.1349 
0.1080 0.1447 
0.1240 0.1568 
0.1448 0.1690 
0.1641 0.1762 
0.1817 0.1909 
0.2009 0.2055 
0.2266 0.2201 
0.2522 0.2371 
0.2811 0.2516 
0.3051 0.2638 
0.3355 0.2758 
0.3691 0.2878 
0.4028 0.3023 
0.4364 0.3193 
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Table 4.1 - 19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area (m2 g_1) Reference 

Ni(OH)2 Pressure 
Pax10.3  

Water Coverage 
(molecule nm"`) 

17; 
Statistical Monolayer: 

Micale et al. 1976 
[DIRS 179136], 

0.090 3.013 9.52 H 2O molecules nm -2  Figure. 3 (adsorption 
0.151 3.541 isotherm); p. 541 (specific 
0.213 3.768 surface area); p. 542 

0.284 4.145 (statistical monolayer); 
Sample A 

0.365 4.448 
0.467 4.826 
0.610 5.431 
0.661 5.508 
0.814 6.188 
0.936 6.717 
1.088 7.323 
1.282 8.230 
1.424 8.910 
1.730 10.948 
1.903 12.006 
2.177 15.247 
2.410 19.166 
2.460 20.974 
2.591 24.439 
2.661 27.526 

Ni(OH)2 Pressure Water Coverage 33; Micale et al. 1976 
Pax10'3  (molecule nml Statistical Monolayer: [DIRS 179136], 
0.020 1.656 9.52 H2O molecules nm -2  Figure 3 (adsorption 
0.050 2.033 isotherm); p. 542 (specific 
0.121 2.486 surface area and statistical 

0.182 2.864 monolayer);
Sample B 

0.315 3.318 
0.529 4.075 
0.936 5.513 
1.323 7.478 
1.730 10.497 
2.116 14.193 
2.430 18.564 

ot-Fe203 Adsorbed Water Monolayer Coverage: Micale et al. 1985 
RH [molecules 7.8 molecules (100 A2 )-1  [DIRS 173785], 

(fraction) 5100 k1 11 1 Figure 2 (adsorption 
0.0077 3.525 isotherm); Table I (monolayer 
0.0442 6.075 coverage) (Figure 2 is 
0.0865 7.200 erroneously shown as 

0.1346 7.950 Figure 1 in the reference) 

0.2115 8.850 
0.3058 10.275 
0.4173 11.475 
0.5038 12.450 
0.6000 14.550 
0.7308 20.175 
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Table 4.1 -19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g_1) Reference 
y-FeOOH 

RH 
fraction 

Adsorbed Water 
[molecules 
(100 A211 1  

Monolayer Coverage: 
10.0 molecules (100 A2 )-1  

Micale et al. 1985 
[DIRS 173785], 
Figure 3 (adsorption 

0.0087 3.918 isotherm); Table I (monolayer 
0.0232 5.373 coverage) 
0.0609 6.604 
0.1159 7.612 
0.1855 8.507 
0.2870 9.851 
0.3855 10.970 
0.4841 12.425 
0.6145 15.112 
0.7449 20.261 

ot-Fe2O3 Number of Water 9.60 (N2 area at 30°C Jurinak 1964 [DIRS 154381], 
-loctio(RH) Layers  activation temp.) Figure 5 (adsorption 

0.0198 5.420 isotherm); Table 1 (specific 
0.0236 5.034 surface area) 
0.0236 4.888 
0.0284 4.711 
0.0284 4.441 
0.0304 4.186 
0.0313 4.280 
0.0355 4.343 
0.0374 3.888 
0.0388 3.917 
0.0397 3.831 
0.0425 3.946 
0.0482 3.506 
0.0504 3.481 
0.0504 3.430 
0.0555 3.532 
0.0580 3.162 
0.0639 3.257 
0.0644 3.162 
0.0689 3.093 
0.0742 2.769 
0.0775 2.873 
0.0848 2.852 
0.0867 2.810 
0.0873 2.894 
0.0913 2.769 
0.0976 2.534 
0.0984 2.688 
0.1092 2.516 
0.1125 2.461 
0.1211 2.424 
0.1266 2.497 
0.1285 2.424 
0.1324 2.371 
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Table 4.1 -19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area (m 2 g_1) Reference 

0.1437 2.203 
0.1480 2.319 
0.1492 2.203 
0.1783 2.092 
0.1878 2.031 
0.2053 1.929 
0.2053 1.886 
0.2295 1.900 
0.2365 1.845 
0.2382 1.845 
0.2491 1.818 
0.3454 1.664 
0.3532 1.604 
0.3585 1.628 
0.3949 1.523 
0.4129 1.546 
0.4190 1.557 
0.4616 1.425 
0.4972 1.373 
0.5122 1.436 
0.5642 1.314 
0.6214 1.314 
0.6594 1.285 
0.6794 1.168 
0.7824 1.168 
0.8812 1.142 
0.8812 1.109 

FeOOH RH Number of Water 16.2 (N2 area at 30°C Jurinak 1964 [DIRS 154381], 
fraction Lavers activation temp.) Figure 6 (adsorption 
0.0254 3.759 isotherm); Table 1 (specific 
0.0282 3.732 surface area) 
0.0299 3.518 
0.0330 3.467 
0.0340 3.269 
0.0380 3.245 
0.0398 3.128 
0.0445 3.037 
0.0491 2.971 
0.0521 2.821 
0.0574 2.700 
0.0642 2.660 
0.0740 2.508 
0.0810 2.400 
0.0906 2.313 
0.0977 2.165 
0.1076 2.118 
0.1160 2.102 
0.1222 2.026 
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Table 4.1 - 19. Water Vapor Adsorption Isotherms for Steel Corrosion Products (Continued) 

Sample 
Water Vapor 

Content 
Water Adsorbed 

onto Solid 
Specific Surface Area 

(m2 g-1) Reference 
0.1337 2.026 
0.1378 1.953 
0.1430 1.925 
0.1636 1.842 
0.1915 1.749 
0.2017 1.736 
0.2469 1.578 
0.2741 1.637 
0.2976 1.613 
0.3697 1.521 
0.3698 1.423 
0.3984 1.488 
0.4697 1.413 
0.5374 1.342 
0.5455 1.294 
0.7358 1.211 
0.7412 1.256 

4.1.3 Design Information 

Some of the information necessary for the model presented in this document consists of 
parameters and other descriptions based on the license application (LA) conceptual design of the 
repository and waste packages. Included are dimensions, material amounts and properties, and 
physical configuration of the drifts and their contents, listed in Tables 4.1 -20 through 4.1 -22. 

In the current conceptual design for CSNF waste packages, the CSNF is contained in a TAD 
canister, which in turn is placed inside an overpack container. In the RTA, the term "21-PWR 
waste package" refers to a TAD canister containing 21 PWR CSNF assemblies. The 21-PWR is 
the most common CSNF waste package so much of the discussion in this report refers to this 
waste package (see Section 6.3.3.1). Tables 4.1-20, 4.1-21, and 4.1-22 provide the design 
parameter values for the TAD and DHLW canisters and waste packages. 

Table 4.1-20. Design Information for EBS Components 

Model Input Value Source 

Diameter of the drift 5.5 m SNL 2007 [DIRS 179354], Table 4-1, 
Parameter Number 01-10 

Length of drip shield with overlap 5,805 mm SNL 2007 [DIRS 179354], Table 4-2, 
Parameter Number 07-01 

Thickness of drip shield 15 mm SNL 2007 [DIRS 179354], Table 4-2, 
Parameter Number 07-04 

Maximum depth of invert 4 ft 4 in. SNL 2007 [DIRS 179354], Table 4-1, 
Parameter Number 01-10 
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Table 4.1 -20. Design Information for EBS Components (Continued) 

Model Input Value Source 

TAD Canister and Waste Package Characteristics 

Outer corrosion barrier outside diameter 74.08 in. SNL 2007 [DIRS 179394], Table 4-3 
Inner vessel outside diameter 71.70 in. SNL 2007 [DIRS 179394], Table 4-3 
Outer corrosion barrier length 224.07 in. SNL 2007 [DIRS 179394], Table 4-3 
Outer barrier thickness 1.00 in. SNL 2007 [DIRS 179394], Table 4-3 
Outer lid thickness 1.00 in. SNL 2007 [DIRS 179394], Table 4-3 
Inner vessel thickness 2.00 in. SNL 2007 [DIRS 179394], Table 4-3 
TAD canister outside diameter 66.50 in. SNL 2007 [DIRS 179394], Section 4.1.1.1 
TAD canister thickness 1.00 in. SNL 2007 [DIRS 179394], Table 4-2 

5 DHLW/DOE SNF — Long Codisposal Waste Package Characteristics 

Outer corrosion barrier thickness 1.00 in. SNL 2007 [DIRS 179567], Table 4-9 
Outer corrosion barrier outside diameter 80.5 in. SNL 2007 [DIRS 179567], Table 4-9 
Inner vessel outside diameter 78.13 in. SNL 2007 [DIRS 179567], Table 4-9 
Inner vessel thickness 2.00 in. SNL 2007 [DIRS 179567], Table 4-9 
Inner vessel length 192.38 in. SNL 2007 [DIRS 179567], Table 4-9 
Inner vessel cavity length 181.88 in. BSC 2007 [DIRS 182365], Section A-A 
Outer corrosion barrier length 202.57 in. SNL 2007 [DIRS 179567], Table 4-9 
Divider plate assembly tube thickness 1.25 in. SNL 2007 [DIRS 179567], Table 4 -9 

HLW Glass Characteristics 
HLW glass canister length 4,500 mm CRWMS M&O 2000 [DIRS 151743], 

Table 3 
HLW glass canister outer diameter 610 mm CRWMS M&O 2000 [DIRS 151743], 

Table 3 
HLW glass canister wall thickness 10.5 mm CRWMS M&O 2000 [DIRS 151743], 

Table 3 
DSNF Characteristics 

SNF standard canister outside diameter 18 in. DOE 2003 [DIRS 164970], Fig. 12 
SNF standard canister length 15 ft. DOE 2003 [DIRS 164970], Fig. 12 
SNF standard canister wall thickness 0.375 in. DOE 2003 [DIRS 164970], Fig. 13 
SNF standard canister body weight 1,073 lb DOE 2003 [DIRS 164970], Table 5 
SNF canister sleeve weight 455 lb DOE 2003 [DIRS 164970], Table 5 
SNF canister impact plates weight 182 lb DOE 2003 [DIRS 164970], Table 5 
TMI canister length 149.75 in. DOE 2003 [DIRS 164970], p. 25 
TMI canister outside diameter 14 in. DOE 2003 [DIRS 164970], p. 25 
TMI canister wall thickness 0.25 in. DOE 2003 [DIRS 164970], p. 25 
TMI canister guide tube cross section width 9.0 in. DOE 2003 [DIRS 164970], p. 25 
TMI canister guide tube length 136-7/16 in. DOE 2003 [DIRS 164970], p. 30 
TMI canister top thickness 4 in. DOE 2003 [DIRS 164970], p. 25 
TMI canister bottom thickness 0.375 in. DOE 2003 [DIRS 164970], p. 25 
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Table 4.1 -20. Design Information for EBS Components (Continued) 

Model Input Value Source 
TMI fuel top nozzle weight 7.48 kg DOE 2003 [DIRS 164970], Table B-1 
TMI fuel bottom nozzle weight 8.16 kg DOE 2003 [DIRS 164970], Table B-1 
TMI fuel spring retainer weight 0.91 kg DOE 2003 [DIRS 164970], Table B-1 
TMI fuel upper end plug weight 0.06 kg DOE 2003 [DIRS 164970], Table B-1 
TMI fuel upper nut weight 0.51 kg DOE 2003 [DIRS 164970], Table B-1 
TMI fuel lower nut weight 0.15 kg DOE 2003 [DIRS 164970], Table B-1 
NOTES: DHLW=defense high-level (radioactive) waste; SNF=spent nuclear fuel; TMI = Three Mile Island 

Table 4.1 -21. Component Dimensions in a 21 -PWR Site -Specific Canister 

Component Dimensions Source 
Basket Side Guide 0.375 in. thickness SNL 2007 [DIRS 179394], Table 4-2 
Basket End Side Guide 0.375 in. thickness SNL 2007 [DIRS 179394], Table 4-2 
Basket Corner Guide 0.375 in. thickness SNL 2007 [DIRS 179394], Table 4-2 
Fuel Basket Assembly A-Plate 0.4375 in. thickness SNL 2007 [DIRS 179394], Table 4-2 
Fuel Basket Assembly B-Plate 0.4375 in. thickness SNL 2007 [DIRS 179394], Table 4-2 
Fuel Basket Assembly C-Plate 0.4375 in. thickness SNL 2007 [DIRS 179394], Table 4-2 
Fuel Basket Assembly D-Plate 0.3125 in. thickness SNL 2007 [DIRS 179394], Table 4-2 
Fuel Basket Assembly E-Plate 0.3125 in. thickness SNL 2007 [DIRS 179394], Table 4-2 
Basket Tube 0.3125 in. thickness SNL 2007 [DIRS 179394], Table 4-2 

191.00 in. length BSC 2005 [DIRS 174152] 

Table 4.1-22. Masses and Numbers of Components in Waste Packages 

Material Component (Quantity) 
Total Mass 

(Wm) Source 
21-PWR TAD Waste Package and TAD Canister 
Originally A 516 
Carbon Steel; 
currently Stainless 
Steel Type 316 

Side Guide (16) 1.69 x 103  SNL 2007 [DIRS 179394], 
Table A-1 

End Side Guide (32) 2.52 x 10 3  SNL 2007 [DIRS 179394], 
Table A-1 

Corner Guide (16) 2.07 x 103  SNL 2007 [DIRS 179394], 
Table A-1 

Fuel Tube (21) 1.36 x 104  SNL 2007 [DIRS 179394], 
Table A-1 
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Table 4.1 -22. Masses and Numbers of Components in Waste Packages (Continued) 

Material Component (Quantity) 
Total Mass 

(Ibm) Source 

Stainless Steel 
Type 316 

Shield Plug (1) 1.22 x 104  SNL 2007 [DIRS 179394], 
Table A-3 

Inner Seal Plug (2) 5.30 x 10 -1  SNL 2007 [DIRS 179394], 
Table A-3 

Spread Ring (1) 9.38 x 10 1  SNL 2007 [DIRS 179394], 
Table A-3 

Spread Ring Filler Segment (1) 2.19 x 10°  SNL 2007 [DIRS 179394], 
Table A-3 

Outer Seal Plate (1) 1.06 x 10 2  SNL 2007 [DIRS 179394], 
Table A-3 

Outer Seal Plug (1) 2.81 x 10 -1  SNL 2007 [DIRS 179394], 
Table A-3 

TAD Shell (1) 1.59 x 10 4  SNL 2007 [DIRS 179394], 
Table A-3 

Inner Vessel (1) 27 093.73  SNL 2007 [DIRS 179394], 
Table 4-3 

Inner Vessel Top Lid (1) 2 120.25  SNL 2007 [DIRS 179394], 
Table 4-3 

Inner Vessel Bottom Lid (1) 2 282.95  SNL 2007 [DIRS 179394], 
Table 4-3 

Interface Ring (1) 85.86 SNL 2007 [DIRS 179394], 
Table 4-3 

Spread Ring (1) 82.05 SNL 2007 [DIRS 179394], 
Table 4-3 

Total 316 SS Welds (—) 91.13 SNL 2007 [DIRS 179394], 
Table 4-3 

Borated Stainless 
Steel Type 304B4 

A Plate (8) 2.76 x 10 3  SNL 2007 [DIRS 179394], 
Table A-1 

B Plate (8) 2.76 x 10 3  SNL 2007 [DIRS 179394], 
Table A-1 

C Plate (16) 2.90 x 10 3  SNL 2007 [DIRS 179394], 
Table A-1 

5 DHLW/DOE SNF — Long Co-Disposal Waste Package 

Carbon Steel Type 
A 516 

Divider Plate Assembly Divider 
Plate (5) 

1,107.51 SNL 2007 [DIRS 179567], 
Table 4-9 

Divider Plate Outer, Assembly 
Bracket (5) 

4,120.95 SNL 2007 [DIRS 179567], 
Table 4-9 

Divider Plate Assembly Inner 
Bracket (5) 

3,291.61 SNL 2007 [DIRS 179567], 
Table 4-9 

Divider Plate Assembly Tube (1) 4,246.00 SNL 2007 [DIRS 179567], 
Table 4-9 
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Table 4.1 -22. Masses and Numbers of Components in Waste Packages (Continued) 

Material Component (Quantity) 
Total Mass 

(Wm) Source 
Stainless Steel 
Type 316 

Inner Vessel (1) 25,884.44 SNL 2007 [DIRS 179567], 
Table 4-9 

Shield Plug (1) 11,604.30 SNL 2007 [DIRS 179567], 
Table 4-9 

Interface Ring (1) 93.65 SNL 2007 [DIRS 179567], 
Table 4-9 

Spread Ring (1) 
90.03 SNL 2007 [DIRS 179567], 

Table 4-9 
Inner Vessel Bottom Lid (1) 2,714.86 SNL 2007 [DIRS 179567], 

Table 4-9 
Total 316 SS Welds (—) 100.88 SNL 2007 [DIRS 179567], 

Table 4-9 
NOTE: 	"—" indicates that the number of welds is not specified in the source. 

Impact Assessment – Use of Preliminary Design Values 

The TSPA calculations were started before the direct confirming data were available in the 
design interface documents (SNL 2007 [DIRS 179394] and SNL 2007 [DIRS 179567]), so it was 
necessary to utilize preliminary values for the design of the EBS components to compute certain 
model inputs used in the TSPA. Specifically, the preliminary values for the masses and 
dimensions of several internal components used in the analyses described in Section 6 differ 
from those specified in Table 4.1-22. In Table 4.1-23, these preliminary parameter values are 
compared to the direct confirming design values. 

In addition to changes in component masses, a preliminary value for the density of Stainless 
Steel Type 304B4 was used that differs from the value used in the TAD design interface 
document (SNL 2007 [DIRS 179394]). A value of 7,760 kg 111-3  (Kugler 1996 [DIRS 107760], 
p. 15) was used, based on the similar chemical composition of Neutronit with Stainless Steel 
Type 304B4. The TAD design interface document (SNL 2007 [DIRS 179394], Table A-8) uses 
a value of 0.282 lbm in-3  (7,810 kg m-3), as shown in Table 4.1-15. The preliminary value for 
density was used to determine the mass of absorber plates A, B, and C as Stainless Steel Type 
304B4 from a preliminary design that specified their composition as being Ni-Gd alloy. 

As shown in Table 4.1-23, the preliminary values of component masses used in the RTA range 
from 2 percent lower to 21 percent higher than the design values. However, the components that 
comprise the bulk of the steel mass—fuel tubes, TAD shell, shield plug, and inner vessel—differ 
negligibly from the design values. These component masses are used to estimate the mass of 
corrosion products present in a breached waste package; specifically, the component masses are 
represented by a set of fixed model inputs used in the TSPA (see Table 8.2-6) for the mass of 
steel in waste package domains and for the fraction of total mass in waste package domains that 
is carbon steel or stainless steel. The preliminary values result in parameters that are within one 
percent of those obtained using final design values. Therefore, the use of preliminary values for 
component masses has negligible impact on the results presented in this report, and negligible 
impact on the TSPA results. Further details are presented in Section 6.3.4, and the impacts of 
using preliminary values on all parameters based on design data is summarized in Table 8.2-7. 
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In addition to component masses, preliminary values were used for the lengths of the inner vessel 
and outer corrosion barrier in a 5-DHLW/DOE SNF - Long Codisposal waste package. For the 
inner vessel, the design length is 192.38 in.; the preliminary length used was 192.57 in., or 
0.1 percent less. For the outer corrosion barrier, the design length is 202.57 in.; the preliminary 
length was 202.56 in., or 0.005 percent less. The preliminary values were used in estimating the 
diffusive area, which are used in the TSPA to compute diffusive transport. Due to the small 
magnitude of these changes (smaller than the precision of parameters generated from these 
values), the use of these preliminary lengths has no impact on the results presented in this report, 
and therefore no impact on the TSPA results. 

Table 4.1-23. Component Masses Used in RTA Compared with Design Values 

Component 

Design Value 
(Table 4.1-22) 

(Wm) 

Preliminary Value, 
Used in RTA 

(113m) Impact Assessment 

21-PWR TAD Waste Package and TAD Canister 

A Plate 2.76 x 10 3  3.10 x 10 3  RTA value 12% higher than Design value 
B Plate 2.76 x 10 3  3.10 x 10 3  RTA value 12% higher than Design value 
C Plate 2.90 x 10 3  3.25 x 10 3  RTA value 12% higher than Design value 
Side Guide 1.69 x 10 3  1.66 x 10 3  RTA value 2% lower than Design value 
End Side Guide 2.52 x 10 3  2.48 x 10 3  RTA value 2% lower than Design value 
Corner Guide 2.07 x 10 3  2.04 x 10 3  RTA value 1% lower than Design value 
Fuel Tube 1.36 x 104  1.34 x 104  RTA value 1% lower than Design value 
TAD Shell 1.59 x 104  1.61 x 104  RTA value 1% higher than Design value 
Inner Vessel 27,093.73 27,084 RTA value 0.04% lower than Design value 
Inner Vessel Top Lid 2,120.25 2,180 RTA value 3% higher than Design value 
Inner Vessel Bottom Lid 2,282.95 2,273 RTA value 0.4% lower than Design value 
Interface Ring 85.86 86 RTA value 0.2% higher than Design value 
Spread Ring 82.05 82 RTA value 0.06% lower than Design value 
Total 316 SS Welds 91.13 110 RTA value 21% higher than Design value 

5 DHLW/DOE SNF - Long Co-Disposal Waste Package 
Divider Plate Assembly 
Divider Plate 

1,107.51 1,105 
RTA value 0.2% lower than Design value 

Divider Plate Outer 
Assembly Bracket 

4,120.95 4,095 
RTA value 0.6% lower than Design value 

Divider Plate Assembly 
Inner Bracket 

3,291.61 3,270 
RTA value 0.7% lower than Design value 

Divider Plate Assembly 
Tube 

4,246.00 4,247 
RTA value 0.02% higher than Design value 

Inner Vessel 25,884.44 25,885 RTA value 0.002% higher than Design value 
Shield Plug 11,604.30 11,658 RTA value 0.5% higher than Design value 
Interface Ring 93.65 94 RTA value 0.4% higher than Design value 
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Table 4.1 -23. Component Masses Used in RTA Compared with Design Values (Continued) 

Component 

Design Value 
(Table 4.1-22) 

(Ibm) 

Preliminary Value, 
Used in RTA 

(Ibm) Impact Assessment 
5 DHLW/DOE SNF — Long Co-Disposal Waste Package (Continued) 

Spread Ring 90.03 91 RTA value 1% higher than Design value 
Inner Vessel Bottom Lid 2,714.86 2,707 RTA value 0.3% lower than Design value 
Total 316 SS Welds 100.88 118 RTA value 17% higher than Design value 
Output DTN: SNO703PAEBSRTA.001, file Preliminary Design Impact Assessmentdoc 

4.2 CRITERIA 

This report was prepared to comply with 10 CFR Part 63 [DIRS 178394]. Relevant requirements 
for performance assessment from Section 114 of that document are: "Any performance 
assessment used to demonstrate compliance with Sec. 113(b) shall: (a) Include data related to 
the geology, hydrology, and geochemistry used to define parameters and conceptual models 
used in the assessment. (b) Account for uncertainties and variabilities in parameter values and 
provide the technical basis for parameter ranges, probability distributions, or bounding values 
used in the performance assessment ... (g) Provide the technical basis for models used in the 
performance assessment such as comparisons made with outputs of detailed 
process-level models." 

Programmatic requirements for this document are listed in Technical Work Plan for: Near-Field 
Environment: Engineered Barrier System: Radionuclide Transport Abstraction Model Report 
(BSC 2006 [DIRS 177739]). This technical work plan (TWP) specifies that this document and 
all analyses described herein must adhere to the requirements of SCI-PRO-006, Models. The 
TWP also specifies that Yucca Mountain Review Plan, Final Report (NRC 2003 [DIRS 163274]) 
acceptance criteria must be addressed. In addition, the TWP specifies that the requirements of 
AP-16.1Q, Condition Reporting and Resolution, to enable closure of Condition Report 
(CR)-6509 and any other relevant CRs that may be generated by the Corrective Action Program, 
must be satisfied. 

The following Condition Reports are addressed in this report: 

CR-6509: No Temperature Modification in Corrosion Products Diffusion Coefficient 
In a previous revision (REV 02) of this report, the diffusion coefficient for the corrosion products 
and waste form domains was not modified for temperature effects. In the current revision, the 
effects of temperature have been considered in the diffusion coefficients (see Section 6.3.4.1.2). 

CR-7197: RIT Action Items Associated with AMR ANL-WIS-PA-000001, EBS Radionuclide 
Transport Abstraction 
This CR tracks twenty-four Action Items associated with a previous revision of the report. These 
Action Items have been evaluated for incorporation into the current revision of the report. 
Where necessary, revisions were made. 

CR-8656: Technical Product output sources listed in ATDT but not in DIRS 
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This CR concerns a disparity between the sources listed within DTNs of the parent report in the 
Automated Technical Data Tracking system and what is listed within the Document Input 
Reference System (DIRS). For those DTNs that are product output of this report, the source 
DTN information has been checked and is consistent with DIRS. 

CR-9293: CR 6334 extent of condition review for ANL-WIS-PA-000001 
A previous revision (REV 02) of this report was selected for extent of condition review for CR 
6334. Four minor issues were found among a relatively large number of direct input values 
identified in REV 02 of the report. For these instances, the values from the report could not be 
readily traced to or did not match with the values from direct input sources. These issues were 
evaluated and it was found that none of the issues affected the results or conclusions of the 
report. 

CR-11204: Non-Reproducibility of Matrix Diffusion Regression Correlation Coefficient 
This CR questions the traceability and reproducibility in the source document for the regression 
relationship between matrix diffusion coefficient and permeability. This regression relationship 
is used Section 6.6.4.2 of the current report. However, its use in this report is limited to the 
Alternative Dual-Continuum Invert Diffusion Coefficient Model, which is an alternative 
conceptual model that is not a feed to, or used in, TSPA. 

CR-11233: DTN M00409SPAACRWP.000 Readme. doc 
The Readme.doc for DTN: M00409SPAACRWP.000 did not identify one of the files that is 
used as an input to ANL-WIS-PA-000001 REV 03G, and another was listed twice. This CR is 
addressed by correcting the readme file in DTN TDIF in TDMS. No changes to this report are 
required. 

CR-11235: TDR-TDIP-ES-000006 
There are two waste package input values that were used in ANL-WIS-PA-000001 REV 003G 
that are not included in TDR-TDIP-ES-000006 REV 00. These values were instead taken 
directly from the relevant IEDs. This information should be added to TDR-TDIP-ES-000006 
during the next revision. No change to this report is required. 

The acceptance criteria that concern flow and transport related to the EBS are presented in 
Section 2.2.1.3 of the Yucca Mountain Review Plan, Final Report (NRC 2003 [DIRS 163274]). 
Of the 14 model abstraction sections in the review plan, Sections 2.2.1.3.3 and 2.2.1.3.4 are 
applicable to this abstraction. The pertinent acceptance criteria from those two sections are listed 
in Sections 4.2.1 and 4.2.2, respectively. 

4.2.1 Applicable Acceptance Criteria from Section 2.2.1.3.3, "Quantity and Chemistry of 
Water Contacting Engineered Barriers and Waste Forms" 

The following acceptance criteria, listed in Section 2.2.1.3.3.3 of Yucca Mountain Review Plan, 
Final Report (NRC 2003 [DIRS 163274]), apply to this abstraction. These acceptance criteria 
are based on meeting the requirements of 10 CFR 63.114(a)—(c) and (e)—(g) [DIRS 178394], 
relating to the quantity and chemistry of water contacting engineered barriers and waste forms 
model abstraction. 
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Acceptance Criterion 1—System Description and Model Integration Are Adequate. 

(1) Total system performance assessment adequately incorporates important design 
features, physical phenomena, and couplings, and uses consistent and appropriate 
assumptions throughout the quantity and chemistry of water contacting engineered 
barriers and waste forms abstraction process. 

(2) The abstraction of the quantity and chemistry of water contacting engineered barriers 
and waste forms uses assumptions, technical bases, data, and models, that are 
appropriate and consistent with other related U.S. Department of Energy abstractions. 
For example, the assumptions used for the quantity and chemistry of water contacting 
engineered barriers and waste forms are consistent with the abstractions of 
"Degradation of Engineered Barriers" (NRC 2003 [DIRS 163274], Section 2.2.1.3.1); 
"Mechanical Disruption of Engineered Barriers" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.2); "Radionuclide Release Rates and Solubility Limits" 
(Section 2.2.1.3.4); "Climate and Infiltration" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.5); and "Flow Paths in the Unsaturated Zone" (NRC 2003 
[DIRS 163274], Section 2.2.1.3.6). The descriptions and technical bases provide 
transparent and traceable support for the abstraction of quantity and chemistry of water 
contacting engineered barriers and waste forms. 

(3) Important design features, such as waste package design and material selection, 
backfill, drip shield, ground support, thermal loading strategy, and degradation 
processes, are adequate to determine the initial and boundary conditions for 
calculations of the quantity and chemistry of water contacting engineered barriers and 
waste forms. 

(4) Spatial and temporal abstractions appropriately address physical couplings 
(thermal-hydrologic-mechanical-chemical). For example, the U.S. Department of 
Energy evaluates the potential for focusing of water flow into drifts, caused by 
coupled thermal-hydrologic-mechanical-chemical processes. 

(5) Sufficient technical bases and justification are provided for total system performance 
assessment assumptions and approximations for modeling coupled thermal-hydrologic 
mechanical-chemical effects on seepage and flow, the waste package chemical 
environment, and the chemical environment for radionuclide release. The effects of 
distribution of flow on the amount of water contacting the engineered barriers and 
waste forms are consistently addressed, in all relevant abstractions. 

(6) The expected ranges of environmental conditions within the waste package 
emplacement drifts, inside of breached waste packages, and contacting the waste 
forms and their evolution with time, are identified. These ranges may be developed to 
include: (i) the effects of the drip shield and backfill on the quantity and chemistry of 
water (e.g., the potential for condensate formation and dripping from the underside of 
the shield); (ii) conditions that promote corrosion of engineered barriers and 
degradation of waste forms; (iii) irregular wet and dry cycles; (iv) gamma-radiolysis; 
and (v) size and distribution of penetrations of engineered barriers. 
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(7) The model abstraction for quantity and chemistry of water contacting engineered 
barriers and waste forms is consistent with the detailed information on engineered 
barrier design and other engineered features. 	For example, consistency is 
demonstrated for: (i) dimensionality of the abstractions; (ii) various design features 
and site characteristics; and (iii) alternative conceptual approaches. Analyses are 
adequate to demonstrate that no deleterious effects are caused by design or site 
features that the U.S. Department of Energy does not take into account in this 
abstraction. 

(8) Adequate technical bases are provided, including activities such as independent 
modeling, laboratory or field data, or sensitivity studies, for inclusion of any 
thermal-hydrologic-mechanical-chemical 	couplings 	and 	features, 	events, 
and processes. 

(9) Performance-affecting processes that have been observed in thermal-hydrologic tests 
and experiments are included into the performance assessment. For example, the 
U.S. Department of Energy either demonstrates that liquid water will not reflux into 
the underground facility or incorporates refluxing water into the performance 
assessment calculation, and bounds the potential adverse effects of alteration of the 
hydraulic pathway that result from refluxing water. 

Acceptance Criterion 2—Data Are Sufficient for Model Justification. 

(1) Geological, hydrological, and geochemical values used in the license application are 
adequately justified. Adequate description of how the data were used, interpreted, and 
appropriately synthesized into the parameters is provided. 

(2) Sufficient data were collected on the characteristics of the natural system and 
engineered materials to establish initial and boundary conditions for conceptual 
models of thermal-hydrologic-mechanical-chemical coupled processes, that affect 
seepage and flow and the engineered barrier chemical environment. 

(4) Sufficient information to formulate the conceptual approach(es) for analyzing water 
contact with the drip shield, engineered barriers, and waste forms is provided. 

Acceptance Criterion 3—Data Uncertainty Is Characterized and Propagated Through the 
Model Abstraction. 

(1) Models use parameter values, assumed ranges, probability distributions, and bounding 
assumptions that are technically defensible, reasonably account for uncertainties and 
variabilities, and do not result in an under representation of the risk estimate. 

(2) Parameter values, assumed ranges, probability distributions, and bounding 
assumptions used in the total system performance assessment calculations of quantity 
and chemistry of water contacting engineered barriers and waste forms are technically 
defensible and reasonable, based on data from the Yucca Mountain region (e.g., results 
from large block and drift-scale heater and niche tests), and a combination of 
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techniques that may include laboratory experiments, field measurements, natural 
analog research, and process-level modeling studies. 

(3) Input values used in the total system performance assessment calculations of quantity 
and chemistry of water contacting engineered barriers (e.g., drip shield and waste 
package) are consistent with the initial and boundary conditions and the assumptions 
of the conceptual models and design concepts for the Yucca Mountain site. 
Correlations between input values are appropriately established in the 
U.S. Department of Energy total system performance assessment. Parameters used to 
define initial conditions, boundary conditions, and computational domain in sensitivity 
analyses involving coupled thermal-hydrologic-mechanical-chemical effects on 
seepage and flow, the waste package chemical environment, and the chemical 
environment for radionuclide release, are consistent with available data. Reasonable 
or conservative ranges of parameters or functional relations are established. 

(4) Adequate representation of uncertainties in the characteristics of the natural system 
and engineered materials is provided in parameter development for conceptual models, 
process-level models, and alternative conceptual models. The U.S. Department of 
Energy may constrain these uncertainties using sensitivity analyses or conservative 
limits. For example, the U.S. Department of Energy demonstrates how parameters 
used to describe flow through the Engineered Barrier System bound the effects of 
backfill and excavation-induced changes. 

Acceptance Criterion 4—Model Uncertainty Is Characterized and Propagated Through the 
Model Abstraction. 

(1) Alternative modeling approaches of features, events, and processes are considered and 
are consistent with available data and current scientific understanding, and the results 
and limitations are appropriately considered in the abstraction. 

(2) Alternative modeling approaches are considered and the selected modeling approach is 
consistent with available data and current scientific understanding. A description that 
includes a discussion of alternative modeling approaches not considered in the final 
analysis and the limitations and uncertainties of the chosen model is provided. 

(3) Consideration of conceptual model uncertainty is consistent with available site 
characterization data, laboratory experiments, field measurements, natural analog 
information and process-level modeling studies; and the treatment of conceptual 
model uncertainty does not result in an under-representation of the risk estimate. 

(4) Adequate consideration is given to effects of thermal-hydrologic-mechanical-chemical 
coupled processes in the assessment of alternative conceptual models. These effects 
may include: (i) thermal-hydrologic effects on gas, water, and mineral chemistry; 
(ii) effects of microbial processes on the engineered barrier chemical environment and 
the chemical environment for radionuclide release; (iii) changes in water chemistry 
that may result from the release of corrosion products from the engineered barriers and 
interactions between engineered materials and groundwater; and (iv) changes in 
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boundary conditions (e.g., drift shape and size) and hydrologic properties, relating to 
the response of the geomechanical system to thermal loading. 

Acceptance Criterion 5—Model Abstraction Output Is Supported by Objective 
Comparisons. 

(1) The models implemented in this total system performance assessment abstraction 
provide results consistent with output from detailed process-level models and/or 
empirical observations (laboratory and field testings and/or natural analogs). 

(2) Abstracted models for coupled thermal-hydrologic-mechanical-chemical effects on 
seepage and flow and the engineered barrier chemical environment, as well as on the 
chemical environment for radionuclide release, are based on the same assumptions and 
approximations demonstrated to be appropriate for process-level models or closely 
analogous natural or experimental systems. For example, abstractions of processes, 
such as thermally induced changes in hydrological properties, or estimated diversion 
of percolation away from the drifts, are adequately justified by comparison to results 
of process-level modeling, that are consistent with direct observations and 
field studies. 

(3) Accepted and well-documented procedures are used to construct and test the numerical 
models that simulate coupled thermal-hydrologic-mechanical-chemical effects on 
seepage and flow, engineered barrier chemical environment, and the chemical 
environment for radionuclide release. 	Analytical and numerical models are 
appropriately supported. Abstracted model results are compared with different 
mathematical models, to judge robustness of results. 

4.2.2 Applicable Acceptance Criteria from Section 2.2.1.3.4, "Radionuclide Release 
Rates and Solubility Limits" 

The following acceptance criteria, listed in Section 2.2.1.3.4.3 of Yucca Mountain Review Plan, 
Final Report (NRC 2003 [DIRS 163274]), apply to this abstraction. These acceptance criteria 
are based on meeting the relevant requirements of 10 CFR 63.114(a)—(c) and (e)—(g) 
[DIRS 178394], as they relate to the radionuclide release rates and solubility limits 
model abstraction. 

Acceptance Criterion 1—System Description and Model Integration Are Adequate. 

(1) Total system performance assessment adequately incorporates important design 
features, physical phenomena, and couplings, and uses consistent and appropriate 
assumptions throughout the radionuclide release rates and solubility limits 
abstraction process. 

(2) The abstraction of radionuclide release rates uses assumptions, technical bases, data, 
and models that are appropriate and consistent with other related U.S. Department of 
Energy abstractions. For example, the assumptions used for this model abstraction are 
consistent with the abstractions of "Degradation of Engineered Barriers" (NRC 2003 
[DIRS 163274], Section 2.2.1.3.1); "Mechanical Disruption of Engineered Barriers" 
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(NRC 2003 [DIRS 163274], Section 2.2.1.3.2); "Quantity and Chemistry of Water 
Contacting Engineered Barriers and Waste Forms" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.3); "Climate and Infiltration" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.5); and "Flow Paths in the Unsaturated Zone" (NRC 2003 
[DIRS 163274], Section 2.2.1.3.6). The descriptions and technical bases provide 
transparent and traceable support for the abstraction of radionuclide release rates. 

(3) The abstraction of radionuclide release rates provides sufficient, consistent design 
information on waste packages and Engineered Barrier Systems. For example, 
inventory calculations and selected radionuclides are based on the detailed information 
provided on the distribution (both spatially and by compositional phase) of the 
radionuclide inventory, within the various types of high-level radioactive waste. 

(4) The U.S. Department of Energy reasonably accounts for the range of environmental 
conditions expected inside breached waste packages and in the engineered barrier 
environment surrounding the waste package. For example, the U.S. Department of 
Energy should provide a description and sufficient technical bases for its abstraction of 
changes in hydrologic properties in the near field, caused by coupled 
thermal-hydrologic-mechanical-chemical processes. 

(5) The description of process-level conceptual and mathematical models is sufficiently 
complete, with respect to thermal-hydrologic processes affecting radionuclide release 
from the emplacement drifts. For example, if the U.S. Department of Energy 
uncouples coupled processes, the demonstration that uncoupled model results bound 
predictions of fully coupled results is adequate. 

(6) Technical bases for inclusion of any thermal-hydrologic-mechanical-chemical 
couplings and features, events, and processes in the radionuclide release rates and 
solubility Review Plan for Safety Analysis Report limits model abstraction are 
adequate. For example, technical bases may include activities, such as independent 
modeling, laboratory or field data, or sensitivity studies. 

Acceptance Criterion 2—Data Are Sufficient for Model Justification. 

(1) Geological, hydrological, and geochemical values used in the license application are 
adequately justified. Adequate description of how the data were used, interpreted, and 
appropriately synthesized into the parameters is provided. 

(2) Sufficient data have been collected on the characteristics of the natural system and 
engineered materials to establish initial and boundary conditions for conceptual 
models and simulations of thermal-hydrologic-chemical coupled processes. For 
example, sufficient data should be provided on design features, such as the type, 
quantity, and reactivity of materials, that may affect radionuclide release for this 
abstraction. 

(4) The corrosion and radionuclide release testing program for high-level radioactive 
waste forms intended for disposal provides consistent, sufficient, and suitable data for 
the in-package and in-drift chemistry used in the abstraction of radionuclide release 
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rates and solubility limits. 	For expected environmental conditions, the 
U.S. Department of Energy provides sufficient justification for the use of test results, 
not specifically collected from the Yucca Mountain site, for engineered barrier 
components, such as high-level radioactive waste forms, drip shield, and backfill. 

Acceptance Criterion 3—Data Uncertainty Is Characterized and Propagated Through the 
Model Abstraction. 

(1) Models use parameter values, assumed ranges, probability distributions, and bounding 
assumptions that are technically defensible, reasonably account for uncertainties and 
variabilities, and do not result in an under representation of the risk estimate. 

(2) Parameter values, assumed ranges, probability distributions, and bounding 
assumptions used in the abstractions of radionuclide release rates and solubility limits 
in the total system performance assessment are technically defensible and reasonable 
based on data from the Yucca Mountain region, laboratory tests, and natural analogs. 
For example, parameter values, assumed ranges, probability distributions, and 
bounding assumptions adequately reflect the range of environmental conditions 
expected inside breached waste packages. 

(3) DOE uses reasonable or conservative ranges of parameters or functional relations to 
determine effects of coupled thermal-hydrologic-chemical processes on radionuclide 
release. These values are consistent with the initial and boundary conditions and the 
assumptions for the conceptual models and design concepts for natural and engineered 
barriers at the Yucca Mountain site. If any correlations between the input values exist, 
they are adequately established in the total system performance assessment. For 
example, estimations are based on a thermal loading and ventilation strategy; 
Engineered Barrier System design (including drift liner, backfill, and drip-shield); and 
natural system masses and fluxes that are consistent with those used in 
other abstractions. 

(4) Uncertainty is adequately represented in parameter development for conceptual 
models, process models, and alternative conceptual models considered in developing 
the abstraction of radionuclide release rates and solubility limits, either through 
sensitivity analyses or use of bounding analyses. 

(5) Parameters used to describe flow through and out of the engineered barrier, 
sufficiently bound the effects of backfill, excavation-induced changes, and thermally 
induced mechanical changes that affect flow. 

(8) DOE adequately considers the uncertainties, in the characteristics of the natural system 
and engineered materials, such as the type, quantity, and reactivity of material, in 
establishing initial and boundary conditions for conceptual models and simulations of 
thermal-hydrologic-chemical coupled processes that affect radionuclide release. 
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Acceptance Criterion 4—Model Uncertainty Is Characterized and Propagated Through the 
Model Abstraction. 

(1) Alternative modeling approaches of features, events, and processes are considered and 
are consistent with available data and current scientific understanding, and the results 
and limitations are appropriately considered in the abstraction. 

(2) In considering alternative conceptual models for radionuclide release rates and 
solubility limits, DOE uses appropriate models, tests, and analyses that are sensitive to 
the processes modeled for both natural and engineering systems. Conceptual model 
uncertainties are adequately defined and documented, and effects on conclusions 
regarding performance are properly assessed. For example, in modeling flow and 
radionuclide release from the drifts, DOE represents significant discrete features, such 
as fault zones, separately, or demonstrates that their inclusion in the equivalent 
continuum model produces a conservative effect on calculated performance. 

(3) Consideration of conceptual model uncertainty is consistent with available site 
characterization data, laboratory experiments, field measurements, natural analog 
information and process-level modeling studies; and the treatment of conceptual 
model uncertainty does not result in an under-representation of the risk estimate. 

(4) The effects of thermal-hydrologic-chemical coupled processes that may occur in the 
natural setting, or from interactions with engineered materials, or their alteration 
products, on radionuclide release, are appropriately considered. 

Acceptance Criterion 5—Model Abstraction Output Is Supported by Objective 
Comparisons. 

( 1 ) The models implemented in this total system performance assessment abstraction 
provide results consistent with output from detailed process-level models and/or 
empirical observations (laboratory and field testings and/or natural analogs); 

(3) DOE adopts well-documented procedures that have been accepted by the scientific 
community to construct and test the numerical models, used to simulate coupled 
thermal-hydrologic-chemical effects on radionuclide release. For example, DOE 
demonstrates that the numerical models used for high-level radioactive waste 
degradation and dissolution, and radionuclide release from the Engineered Barrier 
System, are adequate representations; include consideration of uncertainties; and are 
not likely to underestimate radiological exposures to the reasonably maximally 
exposed individual and releases of radionuclides into the accessible environment; 
and... [.] 

4.3 CODES, STANDARDS, AND REGULATIONS 

The relevant codes, standards, and regulations for the development of the RTA are listed in 
Section 9.2. 
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5. ASSUMPTIONS 

5.1 ALL SEEPAGE FALLS ONTO DRIP SHIELD/WASTE PACKAGE 

Assumption: It is assumed that the locations of seeps in the emplacement drifts are random with 
respect to waste package locations, but once a seep occurs, its location does not change over 
time. It is also assumed that fragments of the drip shield that may rest on the waste package, or 
fallen rock that may rest on the drip shield or waste package, do not divert any seepage flux. In 
addition, it is assumed that all seepage into the drift falls on the crown of the drip shield, and in 
the absence of a drip shield, all seepage falls on the crown of the waste package. In the event of 
a breach in the drip shield, all the seepage that penetrates the drip shield contacts the 
waste package. 

Basis: Once seepage occurs during cooldown, the fracture characteristics that control the 
location of seepage are not expected to change. If such changes occur, they are likely to be 
limited in extent, or to occur in a random manner for many waste packages such that there is no 
overall, significant effect on the interaction of seepage water with waste forms. The mean 
seepage for the degraded drift is greater than for the non-degraded case, but the factors 
controlling seep locations are still likely to occur in a random manner for many waste packages. 
Seepage into the drift is more likely to flow down the sides of the drift the further away from the 
drift crown that it enters the drift, so dripping is more likely to occur from near the drift crown. 
Although seismic activity may move waste packages away from being centrally aligned along 
the drift, there is not room for significant movement away from the center. Thus, dripping from 
the crown of the drift will tend to fall primarily near the crown of the drip shield or waste 
package. Rock fall could also potentially shift the drift shield and waste package off center. 
However, rubble will fall randomly and on average tend to be distributed equally on both sides 
of the waste packages and maintain their alignment, so again, dripping from the crown of the 
drift is likely to fall in the proximity of the crown of the drip shield or waste package. If rubble 
covers the drift shield and waste package, it will tend to divert flow to the sides of the drift; in 
this case, this assumption would overestimate flow into breaches. 

Confirmation Status: This assumption does not require confirmation because it reasonably 
maximizes the duration of seepage contact with drip shields and waste packages as represented 
in the TSPA, while simplifying the calculation. It also reasonably maximizes the flux of 
dripping water available to flow through breaches in the drip shield or waste package, once such 
flow is initiated as represented in the TSPA. Without a complex model that accounts for the 
possible distribution of dripping throughout the drift and for changes in the location or alignment 
of waste packages over time, any diversion from the crown location for drips, or modeling 
seepage as distributed over the entire surface of drip shields and waste packages, would reduce 
the flow through breached waste packages and potentially underestimate releases. 

Use in the Model: This assumption is used throughout Sections 6 and 7. 

5.2 EVAPORATION FROM A DRIP SHIELD DOES NOT OCCUR 

Assumption: It is assumed that there is no evaporation of seepage water from the surface of the 
drip shield. 
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Basis: The heat output from the waste package will cause the drip shield generally to be hotter 
than the drift wall from which seepage water is dripping. Some seepage water that drips onto the 
drip shield may be evaporated, thereby reducing the flux of water through the drip shield. A 
reduction in the quantity of water flux through the drip shield reduces the potential for advective 
transfer and subsequent release and transport of radionuclides from the waste packages. Ignoring 
the process of evaporation in this analysis therefore reasonably bounds (maximizes) the impacts 
of the seepage flux on waste packages. 

Although some splashing or splattering can occur as water droplets impinge on the drip shield, 
the splash distance would be limited, and the water would effectively be redistributed over the 
top of the drip shield. If water droplets were to fall near the edge of the top plate, some splashes 
could fall onto the invert or lower walls of the drift and drain directly into the invert. This 
situation would reduce the degrading effects of water dripping on the drip shield and therefore is 
eliminated from consideration in order reasonably to bound the impacts of the seepage flux on 
waste packages. 

Confirmation Status: This assumption does not require confirmation because it provides for a 
reasonable upper bound on the flux available to interact with the drip shield and waste package, 
and reasonably bounds (maximizes) the potential degrading effects of seepage water on the 
drift environment. 

Use in the Model: This assumption is used in Sections 6.3.2.4, 6.5.1.1, and 7.2.1. 

5.3 EVAPORATION FROM A WASTE PACKAGE DOES NOT OCCUR 

Assumption: It is assumed that evaporation of water from the surface or interior of a waste 
package does not occur. 

Basis: Although heat released by spent nuclear fuel (SNF) will evaporate seepage water that 
drips onto the surface of or flows into breaches in a waste package, this process is not included in 
the analysis. Advective transport within the EBS is not possible if evaporation eliminates liquid 
fluxes. There is insufficient information to quantify the degree of water evaporation in a waste 
package, making modeling of internal waste package evaporation intractable, so no evaporation 
of water is considered. Therefore, evaporative processes are eliminated from this analysis, which 
reasonably maximizes the potential for advective transport of radionuclides. This assumption 
comes into play only after the thermal peak period of roughly 1,500 years (SNL 2007 
[DIRS 181383], Figure 6.3-78[a]), since dripping onto a waste package will not occur until the 
drift has cooled sufficiently for liquid water to be present. Because the relative humidity in the 
drift is low during the thermal peak period, condensation on cooler waste packages is unlikely, 
precluding evaporation from those surfaces. By the time waste packages fail, they will have 
cooled off to the point where their temperature is close to the surroundings, and evaporation from 
a waste package is unlikely to have a significant effect. 

Confirmation Status: This assumption does not require confirmation because it is used to ensure 
the maximum potential for advective transport of radionuclides. 

Use in the Model: This assumption is used in Sections 6.3.3, 6.5.1.1.3, and 7.2.2. 
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5.4 PRODUCTION OR CONSUMPTION OF WATER BY CHEMICAL REACTIONS 
DOES NOT OCCUR 

Assumption: It is assumed that chemical reactions in the EBS neither produce nor consume 
water and therefore do not affect the water mass balance in the EBS. 

Basis: Chemical processes in the EBS will consume and, possibly, produce water. Conversion 
of CSNF to schoepite (UO3:2H20), goethite (FeOOH), and other hydrated corrosion products 
will likely remove large quantities of water from incoming fluids and the vapor phase. This 
might stabilize anhydrous CSNF degradation products, such as U409 and U308 as well as 
hematite over goethite or HFO. Hematite is likely to be a less effective sorber for radionuclides 
than goethite or HFO. Over time, hydrated phases will alter to less hydrated phases, and release 
water to the breached waste package in the process. While water uptake by waste form 
degradation should be relatively fast, the release of water from dehydration reactions should be 
slower. The overall uptake and release of water over time is certainly a complex function of 
water availability, temperature, and time, and is difficult to predict accurately. The assumption of 
no water uptake or release is a simplification of a complex process that will tend to over-predict 
the water saturation in a breached waste package. 

However, consumption of water, particularly by corrosion reactions, is likely to occur. Anoxic 
corrosion of iron inside a waste package is a prime example of a water-consuming process that 
can consume enough water to impact flow through a waste package. Formation of hydrated 
corrosion products, particularly iron oxyhydroxides such as goethite, may also consume water. 
The amount of water potentially consumed by corrosion of steel inside a waste package can be 
estimated from the mass of corrosion products. Using a 21-PWR TAD waste package as an 
example, Table 6.3-8 lists the mass of goethite (FeOOH) that will be produced if all steel internal 
components except for the shield plug are fully corroded as 25,700 kg in the corrosion products 
domain. Using the corrosion stoichiometry given in Equation 6.6.2-5, the amount of water 
consumed to produce that quantity of goethite is approximately 2.6 m 3 . Since the lifetime of 
stainless steel components ranges from 49,800 yr to 5.08 x 10 6  yr (as estimated in Section 
6.5.2.2.1), water is consumed at a miniscule rate. In Section 6.6.2, the rate of diffusion of water 
into a waste package through stress corrosion cracks alone is estimated and shown to be greater 
than the rate of consumption by corrosion of stainless steel. Therefore, water consumption by 
the primary reaction that occurs within a breached waste package is negligible. Corrosion of 
waste package internal components, as modeled in the TSPA, occurs at a constant rate and does 
not depend on how much water is present. So the same amount of corrosion products will be 
present regardless of whether water is consumed in the process. 

Water absorption by hygroscopic salts deposited on the drip shield and waste package surfaces as 
dust or as precipitates would consume water as long as the relative humidity remains below the 
deliquescence point of the salts, although the quantity of water consumed is likely to be 
negligible. Neglecting consumption of water in the EBS radionuclide transport analysis is a 
reasonably bounding assumption, providing more water for dissolution and transport of 
radionuclides, and potentially greater releases, than would otherwise occur. 
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Confirmation Status: This assumption does not require confirmation because it reasonably 
bounds (maximizes) the amount of water potentially available for advective and diffusive 
transport and release of radionuclides. 

Use in the Model: This assumption is used throughout Sections 6 and 7. 

5.5 THIN WATER FILMS ALWAYS EXIST BELOW THE BOILING POINT OF 
WATER 

Assumption: For the purpose of calculating the diffusive transport of radionuclides, a thin film of 
adsorbed water is assumed always to exist on the surfaces of internal waste package components 
and corrosion products in a breached waste package. This water film is assumed to be 
continuous and to behave as bulk liquid insofar as allowing radionuclides to diffuse through it. 
Colloids are also assumed to diffuse through this film. At and above the boiling point of water in 
the repository, the thin film is assumed not to exist, and no transport of radionuclides takes place. 

Basis: All surfaces exposed to water vapor will adsorb water. The amount of adsorbed 
water vapor depends principally on the nature of the sorbing material and the ambient 
relative humidity. 

The first layers of adsorbed water often do not contain ions from the sorbing solid (Lee and 
Staehle 1994 [DIRS 154380], p. 73). This indicates that multiple water layers are needed in 
order for solid species (such as radionuclides) to dissolve and diffuse. Thus, to assume that 
radionuclides will diffuse through the adsorbed water film regardless of its thickness will 
overestimate releases of radionuclides. It is also assumed that the water film is continuous, i.e., 
there are no gaps in the film from one particle or surface to the next, so that radionuclides can 
diffuse throughout the waste package interior and through corrosion products. In determining 
the amount of water adsorbed on surfaces inside the waste package, the relative humidity inside a 
degraded waste package is assumed to be the same as in the drift. 

Above the boiling point of water, the thin films are assumed not to exist. Due to the lack of a 
continuous water film, transport cannot take place. The boiling point may vary due to the 
elevation of the repository or to dissolved salts in the water film. Temperatures above the 
boiling point will exist at least through the thermal peak period of roughly 1,500 years (SNL 
2007 [DIRS 181383], Figure 6.3-78[a]), and may continue to exist on certain waste packages 
well beyond that time. 

Confirmation Status: This assumption does not require confirmation because it allows for 
radionuclide transport due to the presence of a continuous thin film of water on the surfaces of 
internal waste package components and corrosion products. 

Use in the Model: This assumption is used in Sections 6.3.4, 6.5.2, and 7.2.1. 

5.6 NO CORROSION PRODUCTS EXIST IN THE INVERT 

Assumption: It is assumed that no corrosion products exist in the invert. 
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Basis: Neglecting the corrosion products in the invert is an assumption that reasonably 
maximizes the potential transport of radionuclides through the invert. The invert consists of a 
carbon steel structural frame supported on the lower drift walls, and of crushed tuff ballast placed 
below and between the steel frame members. The invert steel structure consists of transverse 
beams anchored at each end on the drift wall, and of three longitudinal beams which directly 
support the waste package pallet. When the invert steel beams corrode, most of the iron oxide 
corrosion products will end up in the crushed tuff component of the invert. In addition, 
communication cables will eventually corrode, leaving copper oxide corrosion products in the 
invert. The crushed tuff has little radionuclide sorptive capacity compared to the metal oxide 
corrosion products, which are capable of sorbing large amounts of radionuclides, potentially 
enhancing the barrier capability of the invert. However, the corrosion products in the invert will 
tend to be localized and widely separated. For example, the transverse support beams in the 
invert are spaced 1.524 m (5 ft 0 in.) apart (BSC 2007 [DIRS 180181]). Thus, the corrosion 
products of the support beams will reside in a strip a few centimeters wide separated by 1.524 m 
of crushed tuff containing little or no corrosion products. Compared with the length of a waste 
package ranging from 3.54 m (5 DHLW/DOE SNF — Short, SNL 2007 [DIRS 179567], Table 
4-8) to 5.69 m (Naval long, SNL 2007 [DIRS 179567], Table 4-6), the width of regions within 
the invert that would potentially contain corrosion products is small. Therefore, the chance of 
radionuclides being released from the waste package and passing through corrosion products in 
the invert is proportionately small. Although the invert will contain steel corrosion products, it is 
bounding in terms of radionuclide releases to neglect their presence. 

Confirmation Status: This assumption does not require confirmation because it is a bounding 
assumption that reduces the potential effectiveness of the invert as a transport barrier; i.e., the 
potential for radionuclide sorption by steel corrosion products is ignored. 

Use in the Model: This assumption is used in Section 6.3.4.2. 

5.7 NO PHYSICAL FILTRATION OR GRAVITATIONAL SETTLING OF COLLOIDS 

Assumption: It is assumed that physical filtration and gravitational settling of colloids will not 
occur within the waste package and the drift. 

Basis: Filtration processes may affect transport of radionuclide-bearing colloids in the waste and 
EBS. Colloid filtration as discussed here refers to the physical removal of colloids from a flow 
system by pore clogging, sieving, and straining. Included in the definition of filtration is "film 
straining," in which colloid movement is restricted by hydrodynamic forces when the water film 
in an unsaturated porous medium is thinner than the diameter of the colloid particle. Filtration of 
colloids generally means the retention of colloids moving with the suspending fluid in pores, 
channels, and fracture apertures that are too small or dry to allow passage of the colloids. 

In the RTA, the assumption is made that all stable colloids formed within the waste package (the 
calculated colloid source term) exit the package and enter the invert without filtration. These 
colloids will then move through the invert material without being subjected to filtration until they 
reach the underlying UZ. 
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Filtration 	of colloids 	is 	excluded 	on 	the 	basis 	of 	low 	consequence 
(DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP Number 2.1.09.20.0A). Since filtration 
within the waste package and the invert will actually occur to some extent, the modeling 
approach of neglecting filtration overestimates the potential impact of colloid-facilitated 
transport of radionuclides in the TSPA dose calculations and is considered bounding. 

In the RTA, it is assumed that all stable radionuclide-bearing colloids will not be subject to 
gravitational settling. Assuming that gravitational settling will not occur, results in an 
overestimation of the potential consequences of colloid-facilitated transport of radionuclides and 
is considered bounding. 

Confirmation Status: This assumption does not require confirmation because it is a bounding 
assumption that reduces the potential effectiveness of the invert as a transport barrier. 

Use in the Model: This assumption is used in Section 6.5.1.2. 
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6. MODEL DISCUSSION 

6.1 MODELING OBJECTIVE 

The objective of the Radionuclide Transport Abstraction (RTA) is to provide the conceptual 
model used to determine the time-dependent flux of radionuclides from the Engineered Barrier 
System (EBS) to the unsaturated zone (UZ) in the Total System Performance Assessment 
(TSPA). In particular, this model is used to quantify such releases from a failed waste package 
and the subsequent transport of those radionuclides through the EBS to the emplacement drift 
wall/UZ interface. The basic time-dependent inputs to the RTA in TSPA calculations consist of 
the drift seepage influx, the environmental conditiOns in the drift (temperature, relative humidity, 
and water chemistry), and the degradation state of the EBS components. Outputs consist of the 
rates of radionuclide fluxes to the UZ as a result of advective and diffusive transport, 
radionuclide solubility, retardation, the degree of liquid saturation of the waste form and invert 
materials, and the impact of colloids on potential radionuclide transport. The RTA is 
implemented directly into the TSPA GoldSim model to compute the release rates; details of the 
implementation are provided in Section 6.5.2. 

6.1.1 Engineered Barrier System Components 

The EBS consists of the emplacement drift, waste form, cladding, drip shield, the waste package 
on an emplacement pallet, and an invert constructed with steel supports and filled between the 
steel framework with crushed tuff (SNL 2007 [DIRS 179354], Section 4.1.1). The RTA focuses 
on the drip shield, waste package, and invert. Each of the components of the EBS is designed to 
prevent or delay the mobilization and release of radionuclides into the geologic environment (see 
Section 6.7 for a summary of barrier capabilities). For example, the drip shield is designed to 
redirect any seepage that flows into the drift away from the waste package. The invert supports 
the waste package and emplacement pallet. It resists diffusive transport of radionuclides in 
liquids if the liquid saturation in the crushed tuff is low. Figure 6.1-1 presents a typical cross-
section of an emplacement drift and the major components of the EBS. 

The drip shield is fabricated from titanium, a corrosion-resistant material to provide long-term 
effectiveness. The waste package outer corrosion barrier is comprised of Alloy 22 
(UNS N06022). The major corrosive processes are stress corrosion cracking in the closure lid 
welds of the waste package, localized corrosion in the waste package outer corrosion barrier, and 
general corrosion for both the drip shield and waste package. 

Once the drip shield fails (i.e., is initially breached), a portion of the total dripping flux can drip 
onto the waste package. It is possible for breaches to occur at the gap between adjacent waste 
packages. If breaches in the drip shield occur at the gap between two drip shield segments, 
which happens to be above a gap between waste packages, the dripping flux would fall directly 
to the invert, avoiding the waste package. The possibility that breaches in the drip shield can 
occur over a gap, allowing liquid to bypass the waste package, is not considered in the RTA. 
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Figure 6.1 - 1. 	Schematic Diagram of a Typical Emplacement Drift and the Major Components of the 
EBS 

After the waste package fails (breached by corrosion, seismic damage, or early failure 
mechanisms), a portion of the water that flows through the drip shield can enter the waste 
package, mobilizing radionuclides in any degraded waste form through cladding that has also 
failed, and transporting these radionuclides into the UZ. Diffusion is the primary transport 
mechanism when the flux into the waste package is small or zero, or if stress corrosion cracks are 
the only penetrations through the waste package. Advective transport is important when the 
dripping flux occurs. In this case, advective fluxes can pass through the breaches in the drip 
shield and waste package. In the case of an igneous intrusion, neither the drip shield nor the 
waste packages survives, so all of the dripping flux flows through the waste package. 

6.1.2 Scenario Classes for the TSPA 

A modeling case is a well-defined, connected sequence of features, events, and processes (FEPs) 
that can be thought of as an outline of a possible future condition in the repository system. 
Modeling cases can be designated as undisturbed, in which case the performance would be the 
expected or nominal performance of the system. Or, modeling cases can be designated as 
disturbed, if altered by disruptive events, such as human intrusion, or by natural phenomena, 
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such as volcanism or nuclear criticality. A scenario class is a set of related modeling cases that 
share sufficient similarities to aggregate them usefully for the purposes of screening or analysis. 
The scenario classes included in the TSPA are typically the Nominal Scenario Class, Igneous 
Scenario Class, and Seismic Scenario Class, although some stylized modeling cases are 
separately examined to evaluate the effect of early failure of waste packages and drip shields in 
terms of annual dose under nominal conditions (defined as an early failure waste package and 
early failure drip shield modeling case) and the effect of damage to a waste package from drilling 
by human activity (defined as the human intrusion modeling case). Each modeling case defines 
the waste package breach mechanisms, amount of breach, and the timing of the breaches besides 
defining other system perturbations such as changes in physical-chemical-thermal conditions in 
the EBS, UZ, and saturated zone (SZ) components of the TSPA Model. Based on the definition 
of the modeling case a set of processes is modeled in TSPA, which characterizes the nature of 
transport (whether primarily diffusive or advective) out of the waste package and EBS. 

6.2 FEATURES, EVENTS, AND PROCESSES INCLUDED IN THE MODEL 

A comprehensive list of FEPs potentially relevant to postclosure performance of the Yucca 
Mountain repository is presented in FY 2007 LA FEP List and Screening 
(DTN: M00706SPAFEPLA.001 [DIRS 181613]). Table 6.2-1 provides a list of FEPs that are 
included in the TSPA Models described in this model document, summarizes the details of their 
implementation in TSPA, and provides specific references to sections within this document. 
Screening arguments for both included and excluded FEPs are summarized in 
DTN: M00706SPAFEPLA.001 [DIRS 181613]. 

Table 6.2-1. Included FEPs for This Report 

FEP No. FEP Name/FEP Description 
Section Where Disposition 

Is Described 

2.1.06.06.0A Effects of drip shield on flow 6.3.2.4 
6.5.1.1 

2.1.08.04.0A Condensation forms on roofs of drifts (drift-scale 
cold traps) 

6.3 

2.1.08.04.0B Condensation forms at repository edges 6.3 
(repository-scale cold traps) 

2.1.08.05.0A Flow through invert 6.3 
6.5 

2.1.08.06.0A Capillary effects (wicking) in EBS 6.3 
6.5 

2.1.08.07.0A Unsaturated flow in the EBS 6.3 
6.5 

2.1.09.05.0A Sorption of dissolved radionuclides in EBS 6.3.4.2 
6.5.1.2 
6.5.2 
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Table 6.2 -1. Included FEPs for This Report (Continued) 

FEP No. FEP Name/FEP Description 
Section Where Disposition 

Is Described 
2.1.09.08.0A Diffusion of dissolved radionuclides in EBS 6.3.1.2 

6.3.4.1 
6.5.1.2 
6.5.2.1 

2.1.09.08.0B Advection of dissolved radionuclides in EBS 6.3.1.2 
2.1.09.19.0B Advection of colloids in EBS 6.3.4.4 

6.5.1.2 
6.5.2 

2.1.09.24.0A Diffusion of colloids in EBS 6.3.4.4 
6.5.1.2 
6.5.2 

2.1.11.09.0A Thermal effects on flow in the EBS 6.3.1.1 
2.2.07.06.0B Long-term release of radionuclides from 

the repository 
6 

6.3 BASE CASE CONCEPTUAL MODEL 

6.3.1 Introduction and Overview 

6.3.1.1 	EBS Flow Abstraction 

The primary source of inflow to the EBS is the dripping flux from the crown (roof) of the drift 
and includes seepage flux and any condensation that may occur on the walls of the drift above 
the drip shield. The seepage flux is driven by downward infiltration through the existing fracture 
system at Yucca Mountain. The seepage flux is conceptualized to flow from discrete fractures 
above the roof of the drift, falling vertically downward, and is represented in the TSPA Model 
through Abstraction of Drift Seepage (SNL 2007 [DIRS 181244]). Condensation on the drift 
walls is represented in the TSPA Model through the In-Drift Natural Convection and 
Condensation model (SNL 2007 [DIRS 181648]). A secondary source of inflow to the EBS is 
imbibition into the invert crushed tuff particles from the surrounding UZ rock matrix. The 
inflow from these sources can flow through the EBS along eight pathways, as shown in 
Figure 6.3-1. 
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Figure 6.3-1. Schematic of the Potential Flow Pathways in the EBS 
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Seepage Flux into the Orel 
and Condensation Flux from Dnfl Wan 

The eight pathways are (with the volumetric water flux through pathway j designated by 
Fr [m3 5-1 1): 

1. Total dripping flux (F1)--This is the seepage inflow (dripping flux) from the crown 
(roof) of the drift plus any condensation that may occur on the walls of the drift above the 
drift shield. 

2. Flux through the drip shield (F1)—The flux through the drip shield is based on the 
presence of fully-penetrating patches due to general corrosion. Localized corrosion of the 
drip shield after closure of the repository has been screened out on the basis of low 
consequence 	(DTN: 	M00706SPAFEPLA.001 	[D1RS 	181613], 	FEP 
Number 2.1.03.03.0B) and has been excluded from further consideration in the TSPA. 
Stress corrosion cracking of the drip shield has also been screened out on the basis of low 
consequence 	(DTN: 	M00706SPAFEPLA.001 	[DIRS 	181613], 	FEP 
Number 2.1,03.10.0B). The liquid flux through corrosion patches is proportional to the 
ratio of the axial length of the penctration(s) in the drip shield to the total axial length of a 
drip shield section (see Section 6.3.2.4). This flux splitting submodel for the drip shield 
should only be applied when there is a time-varying failure of the drip shield. 
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3. Diversion around the drip shield (F3)—The portion of the flux that does not flow 
through the drip shield is assumed to flow directly into the invert. 

4. Flux through the waste package (F4)—The flux through the waste package is based on 
the presence of patches due to general corrosion and localized corrosion in the waste 
package outer barrier. The number of patches in the waste package is calculated 
independently of the RTA by the WAPDEG code (SNL 2007 [DIRS 178871]). The flux 
through waste package corrosion patches is proportional to the ratio of the axial length of 
the penetration(s) in the waste package to the total axial length of a waste package (see 
Section 6.3.3.3). 

5. Diversion around the waste package (Fs)—The portion of the flux that does not flow 
into the waste package bypasses the waste form and flows directly into the invert. 

6. Flux into the Invert (F6)—All water flux from the waste package is modeled as flowing 
directly into the invert, independent of patch location on the waste package. In addition, 
the fluxes that were diverted around the waste package (F 5) and around the drip shield 
(F3) flow into the invert. Only a portion of the total flux to the invert (the flux through the 
waste package, F4) will contain radionuclides. 

7. Imbibition Flux to the Invert (F7)—Water can be imbibed from the host rock matrix 
into the invert. 

8. Flux from the Invert to the Unsaturated Zone (F8)—A portion of the advective flux 
from the invert equal to the total dripping flux (F 1 ) flows directly into the UZ fractures. 
The portion of the advective flux from the invert equal to the imbibition flux to the invert 
(F7) flows into the UZ matrix. 

These pathways are time dependent, in the sense that total dripping flux, drip shield gaps, drip 
shield penetrations, and waste package penetrations will vary with time and local conditions in 
the repository. 

The conceptual model for flow through the EBS includes three domains associated with 
radionuclides: the waste form domain, the waste package corrosion products domain, and the 
invert domain. 

The waste form domain consists of fuel rods, high-level (radioactive) waste (HLW) glass, or 
DOE SNF (DSNF), along with steel components that are closely associated with the waste form. 
In commercial SNF (CSNF) waste packages, the waste form domain includes the stainless steel 
fuel basket tubes that contain the waste form and the neutron absorber plates that form the 
internal framework supporting the fuel tubes. Due to different degradation characteristics of the 
waste form and associated transport parameters, the waste form domain for the codisposal 
packages is divided into two subdomains: (1) HLW glass and the steel canisters containing the 
glass, and (2) DSNF, along with the steel canisters, sleeves, and components that are part of the 
DSNF. Fuel rods, glass logs, and DSNF undergo alteration to form a rind. The thickness of the 
rind changes as the degradation of the fuel rod or glass log continues; the DSNF degrades almost 
instantaneously and the rind thickness remains fixed. Flow is conceptualized as one-
dimensional, from the waste package exterior, through the waste form domain, and into the 
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second domain. In codisposal waste packages, flow passes first through the HLW glass 
subdomain, then through the DSNF subdomain, and then into the second domain, as described in 
Section 6.5.2.1.2. 

The second domain consists of corrosion products from degradation of steel internal components 
that are not part of the waste form domain. In CSNF waste packages, these steel components 
include the fuel basket guides, the TAD canister, and the inner vessel. In codisposal waste 
packages, the second domain steel components include the central support tube and divider 
assembly and the inner vessel. The TAD canister shield plug (15 in. thick) in CSNF waste 
packages and the inner lid (9 in. thick) in codisposal waste packages are not included as 
contributing to the second domain corrosion products because the large mass of these 
components is localized at one end of the waste package and will not appreciably affect transport 
throughout the rest of the waste package. The corrosion products domain fills the inside of a 
waste package within the Alloy 22 outer corrosion barrier, so its thickness is uncertain and can 
be as much as the radius of the waste package. In the one-dimensional flow conceptualization, 
flow enters from the first (waste form) domain and exits into the third (invert) domain. 

The third domain, the invert, is modeled as being in intimate contact with the waste package and 
has a thickness of 0.934 m (see Section 6.5.2.3). This is the average thickness of the invert, and 
appropriate for the one-dimensional transport calculation. Because the presence of the 
emplacement pallet is ignored, water and radionuclides pass directly from the waste package to 
the invert. 

The waste form domain represents the source term for the TSPA. Source term abstractions are 
defined in other model reports or design documents for radionuclide solubility (SNL 2007 
[DIRS 177418]), HLW glass dissolution rate (BSC 2004 [DIRS 169988]), cladding response 
(SNL 2007 [DIRS 180616]), and inventory by waste package type (SNL 2007 [DIRS 180472], 
Table 6-2[a]). The source term represents input data or boundary conditions for the RTA and is 
not discussed in this document. 

The final output from the RTA is the mass flux of radionuclides (kg yr-I ) from the EBS into the 
UZ. The parameters and formulas for calculating the water fluxes in the various pathways are 
summarized in Table 6.3-1. 
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Table 6.3 -1. Summary of Parameters for EBS Flow Pathways 

Flow Pathway, Pathway Flux F; Flow Parameters Data Sources & Notes 

1. Total dripping flux (seepage + 
wall condensation), F1 

Total dripping flux is a function of 
fracture properties, rock properties, 
air and water properties, and the 
percolation flux. 

Abstraction of Drift Seepage (SNL 
2007 [DIRS 181244]) and In-Drift 
Natural Convection and Condensation 
(SNL 2007 [DIRS 181648]) provide 
time- and location-dependent values 
of total dripping flux. 

2. 	Flux through the drip shield, 
F2 

L133 Patch is the axial half-length of 
each patch due to general corrosion 
of titanium. 
LDS is the axial length of the drip 
shield. 
Nbps is the number of corrosion 
patches of length Los_parch in the drip 
shield. 
f 'Ds is sampled uncertain parameter, 
DS_Flux_Uncertainty_a. 
F2 = min[FiNbosLus PatchfbilLps, F1] 

This flux splitting submodel for the drip 
shield should only be applied when 
there is a time-varying failure of the 
drip shield. For the Seismic Scenario 
Class, the opening area is computed 
based on the drip shield damage 

 multiplied by the area of the 
drip shield. 

3. Diversion around drip 
shield, F3 

F3 = F1 - F2. Continuity of liquid flux. 

4. Flux into the WP, F4 Lwp Patch is the axial half-length of 
each patch due to general corrosion 
of Alloy 22. 
Lwp is the axial length of the WP. 
Nbwp is the number of corrosion 
patches in the waste package. 
f'wp is sampled uncertain parameter, 
WP_Flux_Uncertainty_a. 
F4 = min[F2NbwpLwp Patchf'WP/LWP, F2] 

WAPDEG (SNL 2007 [DIRS 178871]) 
provides the number of patches and 
stress corrosion cracks on the WP. 
No significant flow through stress 
corrosion cracks due to plugging 
(DTN: M00706SPAFEPLA.001 [DIRS 
181613], FEP Number 2.1.03.10.0A). 
Steady state flow through WP (outflow 
= inflow in steady state; this is 
bounding for release). 

5. Diversion around the WP, F5 F5 = F2 - F4 Continuity of liquid flux. 
6. 	Flux to the invert, F6 F6 = F5 + F4 + F3 

= F1 

All advective flux enters the invert. 
Only F4 can transport radionuclides 
into the invert. 

7. 	Imbibition flux from the host 
rock matrix into the invert, F7 

F7 is an input to the EBS flow model. Imbibition flux is provided by 
Multiscale Thermohydrologic Model 
calculations (SNL 2007 [DIRS 
181383]). 

8. Flux from the invert into the 
UZ, F8 

F8 = F6  + F7 

= F1  + F7 

Total dripping flux portion (Fi) of 
advective flux from the invert flows into 
the UZ fractures, imbibition flux (F7) 
flows into the UZ matrix. 

NOTE:WP=waste package; UZ=unsaturated zone; WAPDEG=waste package degradation 

6.3.1.2 	EBS Transport Abstraction 

The waste form is the source of all radionuclides considered for the EBS. Radionuclides can be 
transported downward, through the invert and into the UZ. Transport can occur through 
advection when there is a liquid flux through the waste package and invert and the waste form 
has been exposed to this flux, via pathways 4, 6, and 8 in Figure 6.3-1. Transport can also occur 
by diffusion in the waste form, in the waste package corrosion products, in stress corrosion 
cracks in the lid of the waste package, and in the invert, even in the absence of a liquid flux, 
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because it is assumed (Assumption 5.5) that there is a continuous liquid pathway via thin films. 
The pallet has the capability to provide some limitation to diffusion; however, this capability is 
not considered in the TSPA. Diffusive transport may occur via flow pathways 4, 6, and 8 even 
when no advection occurs on those pathways in the EBS flow model. 

A detailed mathematical description of transport in the EBS is presented in Section 6.5.1.2. 
Retardation of radionuclides occurs in the waste package. Transport occurs by diffusion and by 
advection. Table 6.3-2 summarizes the modes and parameters for the transport pathways 
in the EBS. 

Lateral and longitudinal dispersion are neglected in modeling radionuclide transport in the EBS. 
Because the EBS radionuclide transport model is a one-dimensional model, the lateral dispersion 
effects cannot be considered. Ignoring lateral dispersion results in an overestimation of the 
concentration in a given domain for greater mass flux. Longitudinal dispersion could potentially 
be considered in the invert, where advection is expected to occur due to imbibition flux, even 
when there is no drift seepage flux. However, the longitudinal dispersivity is uncertain, being 
dependent on the scale of transport (Anderson and Woessner 1992 [DIRS 123665], p. 326) and 
on porous media characteristics that are not well-defined. Since the thickness of the invert is less 
than one meter, longitudinal dispersion is expected to be small and to have negligible effect on 
the breakthrough times through the invert compared to the simulated time steps considered in the 
TSPA (tens of years). In addition, as shown in Section 6.3.4.1, the uncertainty in the invert 
diffusion coefficient ranges over a factor of 20 and essentially encompasses the variable 
breakthrough times that could occur from including the longitudinal dispersion. The dispersivity 
of the waste form and waste package corrosion product domains is also difficult to characterize; 
however, because the scale of these domains is comparable to that of the invert, and because the 
diffusion coefficients in these domains are similar (or larger) than those in the invert, it is 
reasonable to neglect dispersivity in these domains as well as in the invert. 

There is no upward transport of radionuclides because there is no solid medium with a liquid 
pathway above the drip shield. After the drip shield is breached, upward diffusion is negligible 
in comparison to the downward advective flux through the drip shield. Gas transport in the EBS 
is excluded due to low consequence (DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP 
Number 2.1.12.06.0A). 

Colloid-facilitated transport of radionuclides is included in the RTA. Radionuclide transport 
from the waste package occurs in a liquid containing colloids and dissolved radionuclides. There 
are three types of colloids in the EBS: (a) waste form colloids derived from degradation of HLW 
glass, DSNF, and CSNF, (b) iron oxyhydroxide colloids due to products from the corrosion of 
steel waste package components, and (c) groundwater or seepage water colloids. All three types 
of colloids may have radionuclides that are sorbed reversibly in what is modeled as an 
equilibrium process. The waste form colloids may also have radionuclides that are embedded 
within the colloid particle when it is formed and are not removable. The corrosion product 
colloids may have reversibly attached radionuclides (equilibrium sorption). However, some 
radionuclides, such as plutonium and americium, can be so strongly sorbed onto iron 
oxyhydroxide that for all practical purposes they do not desorb; for these radionuclides, sorption 
is modeled as a kinetic process, implemented using a sampled forward rate constant and zero 
backward rate constant. Colloids may be transported by diffusion as well as by advection. The 
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diffusion coefficient for colloids is a function of temperature and colloid particle size (see 
Section 6.3.4.4). 

Table 6.3-2. Summary of Transport Modes and Parameters for the EBS Transport Pathways 

Transport Pathway Transport Modes Transport Parameters and Data Sources 
1. Waste form and Diffusion through stress No lateral or forward dispersion. 

corrosion products corrosion cracks (no Colloidal particles will transport radionuclides. 
domains advective transport through 

stress corrosion cracks). 

Diffusion and advection 

D iffusive ffusive area for each stress corrosion crack is 
-6  7.7 x 10 	m2  (see Table 6.3-3). 

through corrosion products Diffusive area for each patch is provided by WAPDEG 

and corrosion patches. (SNL 2007 [DIRS 178871]). 

Diffusion coefficient (all radionuclides): 

• Species dependent free-water diffusion 
coefficients given in Table 4.1-7 

• Modified for porosity and saturation (see 
Section 6.3.4.3.5) 

• Temperature modification defined in 
Section 6.3.4.1.2; waste form and corrosion 
product temperatures are provided by 
Multiscale Thermohydrologic Model 
calculations (SNL 2007 [DIRS 181383]) 

• Colloid diffusion coefficient computed as a 
function of waste form and corrosion product 
temperatures and sampled colloid particle 
diameter using Equation 6.3.4.4-1 (Section 
6.3.4.4) 

The flow cross-sectional area is given by the interface 
between the waste package corrosion products 
domain and the invert domain. 

See Section 6.5.2 for further details. 
2. 	Invert Diffusion and advection Liquid flux for advection = F6 = F5  (diverted by WP) + 

(F6) from corrosion F4 (flux through WP) + F3 (diverted by drip shield). 
products domain through Diffusion coefficient (all radionuclides): 
the invert. 

• Species dependent free-water diffusion 
Advection from the UZ into 
the invert (F7). 

coefficients given in Table 4.1-7 

• Modified for porosity and saturation (see 
Section 6.3.4.1) 

• Temperature modification defined in 
Section 6.3.4.1.2; invert temperature is 
provided by Multiscale Thermohydrologic 
Model calculations (SNL 2007 [DIRS 
181383]) 

• Colloid diffusion coefficient computed as a 
function of invert temperature and sampled 
colloid particle diameter using Equation 
6.3.4.4-1 (Section 6.3.4.4) 

The flow cross-sectional area is the surface area 
between the invert and the drift wall contacting the 
invert. 

See Section 6.5.2 for further details. 
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Table 6.3 -2. Summary of Transport Modes and Parameters for the EBS Transport Pathways 
(Continued) 

Transport Pathway Transport Modes Transport Parameters and Data Sources 
3. Invert-UZ interface Advection from the invert The invert diffusion calculation uses radionuclide 

to UZ fractures (F6) and UZ concentrations in the WP corrosion products domain 
matrix (F7); total flux is F8. as the boundary condition at the top of the invert and a 
Diffusion from the invert to series of UZ computational cells below the invert that 

UZ fractures and matrix. provide a gradient to a zero radionuclide concentration 
at some distance from the bottom of the invert (Section 
6.5.2.6). 

NOTE:WP=waste package; UZ=unsaturated zone 

The species dependent free water diffusion coefficients in the invert are given in Table 4.1-7. 
The effects of variable porosity, liquid saturation, temperature, and uncertainty in the effect of 
these parameters are included in calculating the effective diffusion coefficients (Section 6.3.4.1). 
Sorption of radionuclides onto the crushed tuff is also included in the EBS transport abstraction 
(Section 6.3.4.2.2.1). 

The corrosion products from the waste package and SNFs have the potential to be strong sorbers 
for the actinides. Including sorption in the waste package and invert is beneficial to performance 
because this process can retain radionuclides in the EBS and delay release to the UZ. Because 
the waste package corrosion products are in intimate contact with or directly in the flow or 
diffusion path of the radionuclide source inside the waste package, retardation by corrosion 
products inside the waste package will occur. However, because corrosion products in the invert 
are more localized and not necessarily in any flow path from the waste package, sorption onto 
corrosion products in the invert is ignored (Assumption 5.6). 

6.3.2 Water Flux through the Drip Shield (F2) 

6.3.2.1 	Water Movement into and through a Drift (F 1  and F3) 

Water movement from the land surface and down through the UZ at Yucca Mountain is 
conceptualized to occur through a dual continuum of the rock matrix and a system of fractures 
(Liu et al. 1998 [DIRS 105729]). Simulations of water movement through the mountain yield 
estimates of percolation fluxes in the vicinity of the emplacement drifts that are a function of 
drift location, the geologic unit in which the drift resides, and the climate, which varies over time 
(BSC 2004 [DIRS 167652]). Consideration of the interactions between water moving through 
the mountain and the EBS form the basis of this abstraction for performance assessment. 

The basic EBS design concept is shown in Figure 6.1-1. The drifts are 5.5 m in diameter. The 
bottom of the drift, commonly referred to as the invert, is filled with a ballast material of crushed 
tuff. The waste packages are to be placed on emplacement pallets that hold them in place above 
the invert. A titanium drip shield surrounds the waste packages. The space between the waste 
package and the drip shield, which is referred to as the axial space, is designed to remain air 
filled. The current repository design does not include an engineered backfill material; all of the 
analyses in this report reflect the no-backfill design. 
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At early times, any water that enters the drift is vaporized and expelled due to the heat output 
from the waste packages. According to modeling of water movement through the EBS using 
Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383]), much of the water that enters 
the drift remains as liquid once thermal output has subsided after approximately 1,500 years 
(SNL 2007 [DIRS 181383], Figure 6.3-78[a]). Water that does seep into the drift can drip onto 
the drip shield and is diverted around the waste package, into the invert. 

Water enters the drift by seepage from the roof of the drift. In this section, this mechanism is 
considered, followed by a discussion of water diversion around the drip shield. 

6.3.2.1.1 Seepage and Condensation Flux (F 1 ) 

Seepage Model for PA Including Drift Collapse (BSC 2004 [DIRS 167652]) presents results of 
drift-scale UZ flow modeling of the interaction between host rock containing a fracture 
continuum and a drift for a variety of percolation flux rates and several sets of representative host 
rock hydraulic parameters. The seepage flux was found to be related to the percolation flux. 
However, the air-filled space below the roof of the drift acts as a capillary barrier that diverts 
water around the drift and limits seepage. These findings are consistent with the theory for 
seepage exclusion around cylindrical cavities introduced by Philip et al. (1989 [DIRS 105743]). 
Philip et al. showed that for given capillary properties of the host rock and a given drift diameter, 
there exists a critical percolation flux beneath which water will not enter the drift. The 
drift-scale UZ flow modeling results, show a propensity for flow to diverge around the drifts. 

Abstraction of Drift Seepage (SNL 2007 [DIRS 181244]) provides the rationale for calculating 
the seepage flux into the repository, accounting for thermal effects, spatial variability, and 
uncertainty of properties. The fractions of drifts that experience water seepage as a function of 
infiltration are given as a function of percolation rate. Across the range of percolation fluxes 
expected, a large majority of the drifts remain dry. In-Drift Natural Convection and 
Condensation (SNL 2007 [DIRS 181648], Section 8.3.1) provides the abstraction for 
determining the amount of condensation on the drift walls. This condensation is added to the 
seepage flux, resulting in the total dripping flux, F 1 . The effects of repository-scale condensation 
are captured within this model. 

6.3.2.1.2 Diversion around the Drip Shield (F3) 

The drip shield has been designed to divert liquid water that may enter the drift away from the 
waste package. If the drip shield works as designed (this issue is discussed in detail below), it 
then acts as a no flow boundary. Any seepage that enters the drift moves downward under the 
force of gravity. As water migrates downward around the drip shield, it encounters the invert. 
The diversion around the drip shield occurs as droplets or rivulets, and any flow that enters the 
invert is concentrated at the sides of the drip shield while the drip shield is intact. 

Once in the invert, water migrates quickly into the UZ host rock at the bottom of the drift. 

The algorithm for calculating the flux diversion around a breached drip shield is discussed in 
Section 6.3.2.4. 
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6.3.2.2 	Drip Shield Effectiveness 

Design drawings for the drip shield are given in D&E / PA/C IED Interlocking Drip Shield and 
Emplacement Pallet (BSC 2005 [DIRS 173303]) with details in drawings 000-M00-SSE0- 
00102-000 REV 00C (BSC 2007 [DIRS 179838]), 000-M00-SSE0-02001-000-00A (BSC 2004 
[DIRS 168326]), and other drawings cited on the information exchange drawing (IED). The drip 
shield has roughly the shape of the top of a mailbox with vertical sides and a top section that is 
curved for strength and to shed water. On one end, a drip shield connector guide is attached to 
the top of the curved section. The connector guide is a square rib, 50 mm wide (BSC 2004 
[DIRS 168326]), that is attached to and extends across the curved top section. This connector 
guide provides extra stiffness to the end of the drip shield and can deflect seepage down the sides 
of the drip shield. On the other end of the drip shield, a connector plate is attached. The 
connector plate is 15 mm thick (BSC 2005 [DIRS 173303], Table 5) and also has a 50-mm-wide 
square connector guide (BSC 2004 [DIRS 168326]) that is attached to the underside of the 
connector plate. 

Adjacent drip shields are interlocked with one another. This is accomplished during installation 
by lowering the connector plate of one drip shield over the upward extending connector guide of 
the previously emplaced drip shield. The minimum overlap is the width of two connector 
guides, 100 mm (BSC 2007 [DIRS 179838]), and the maximum overlap between adjacent drip 
shields is 320 mm (BSC 2007 [DIRS 179838], Section A-A). 

The gaps that exist between drip shields in this interlocking design can, potentially, provide a 
pathway for water to penetrate the drip shield system. The potential for such leakage under 
design conditions is considered here, followed by consideration of the ways in which the 
integrity of the drip shield might become compromised. This discussion is limited to considering 
the top of the drip shield because any water entering the contact between drip shields from the 
side would simply flow down the vertical sides of the drip shields, never contacting the waste. 

To evaluate the potential for seepage to leak through the interlocking overlap between drip 
shields, consider high seepage flux conditions, which must exist in order for flow to be driven 
into this overlap. First, the water must travel laterally up to 320 mm to get beyond the overlap 
between the drip shields. As this water travels, it must remain precisely along the crown of this 
gap between the drip shields. If there is any deviation, the sloping sides of the drip shield impose 
gravity forces that will cause the water to flow down the sides and into the invert. Second, the 
upward extending drip shield connector guide provides a barrier to flow along the crown. 
Sufficient water pressure must be provided to push water up and over this barrier. Furthermore, 
the connector guides provide surfaces of contact with the drip shield and the connector plate. 
These contact surfaces maintain continuity down along the sloping sides of the top portion of the 
drip shield. These contacting surfaces will act akin to fractures in the sense that they impart 
capillarity and are able to transmit water. Any water reaching this point would run down the 
contact between the drip shields. The air-filled voids (having no capillarity) in between and 
beyond the connector guides provide an additional barrier to flow. 
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6.3.2.3 	Drip Shield Breaching 

The advective flow of water into the EBS has been shown to bypass the waste packages as long 
as the integrity of the drip shield is maintained. Once corrosion patches form in the drip shield 
or adjacent drip shields separate, seepage can drip through the drip shield onto the waste 
package. The consequence of such drip shield failure is that a portion of the seepage water flux 
now migrates through the drip shield and comes into contact with the waste package. The 
thermal and mechanical response of the drip shield may produce gaps between adjacent sections 
of drip shield. These breaching mechanisms are screened out in FY 2007 LA FEP List and 
Screening (DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP Numbers 2.1.11.07.0A 
and 2.1.06.07.0B). 

	

6.3.2.4 	Water Flux through and around a Breached Drip Shield (F2 and F3) 

Once the drip shield has been breached, a portion of the water flux (F2) will pass through the drip 
shield and have access to the waste package. In this section, a flux splitting algorithm is 
developed to determine the fraction of the seepage flux that can pass through a degraded drip 
shield. A similar algorithm is developed in a later section to determine the fraction of the liquid 
flux through the drip shield that can enter a waste package. The flux splitting algorithm is 
important to TSPA because the liquid flux into the waste package determines in part the 
transport of radionuclides by advection, an important release mechanism from the waste package 
and from the repository. 

Once the flux through the drip shield is known, the flux diverted around the drip shield, F 3 , is 
calculated using a quasi-static continuity of flow approach: 

F3  = F - F2  . 	 (Eq. 6.3.2.4-1) 

Key features of the drip shield flux splitting algorithm include: (1) the dripping flux (seepage 
plus condensation) into the drift falls as droplets from the top of the drift onto the crown of the 
drip shield (Assumption 5.1); (2) droplets fall randomly along the length of the drip shield; 
(3) only flow through general corrosion patches is considered; (4) evaporation from the drip 
shield is neglected (Assumption 5.2); all of the seepage flux either flows through corrosion 
patches or drains down the sides of the drip shield; and (5) all water that flows through breaches 
in the drip shield flows onto or into the waste package. 

Some aspects of the flux splitting algorithm have been defined or clarified by experiments. The 
breached drip shield experiments (BSC 2003 [DIRS 163406]) were performed to validate the 
drip shield flux splitting algorithm and to examine in more detail the real behavior of seepage 
water impinging on and flowing over a drip shield. The tests were conducted by dripping water 
onto a mock-up portion of a full-scale drip shield made of stainless steel. The mock-up section 
included slightly more than half of the shield from the top/center down the curvature to the side. 
The side was shortened along the longitudinal and vertical axes. Simulated corrosion 
patches-square holes 27 cm wide, the size of nodes in an earlier version of the WAPDEG 
corrosion model (CRWMS M&O 2000 [DIRS 151566], p. 36)—were cut into the drip shield at 
various locations to enable measurements of flow through breaches in the drip shield. Tests were 
performed with both smooth (machined stainless steel) and rough (silica anti-slip coating) 
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surfaces, the latter simulating the roughening expected due to general corrosion on the entire 
surface, not just in penetrating patches. While the rough surface is conceptually more realistic, 
the silica coating may not have the same hydrologic behavior as a corroded surface, so in 
practice the rough surface is not necessarily more realistic than the smooth surface. With two 
distinctively different surfaces, the two sets of tests were considered to be sufficiently different 
while still fundamentally alike that one set could be used for model development and the other to 
validate the first set, with no clear preference as to which set should be used for which purpose. 
Thus, data from the tests on the smooth surface were selected to develop parameter values for the 
flux splitting submodel, whereas the rough surface test data were used to validate the submodel. 
Tests were conducted in a test chamber in an environment that would minimize evaporation 
(i.e., relative humidity of at least 80 percent). Water was dripped at various rates intended to 
cover the expected range of seepage rates within the repository. The dripping distance was the 
full-scale distance from the top of the drift to the crown of the drip shield, 2.17 m (BSC 2003 
[DIRS 163406], Figure 10), based on repository design. 

The tests that were conducted included (BSC 2003 [DIRS 163406]): (1) splash radius tests to 
determine the distance from the point of impact and a rough distribution of splattered water when 
drops impinge on the surface of the drip shield; (2) spread factor tests to determine the lateral 
rivulet spread distance from the drip impact point; (3) single patch splash tests to determine the 
amount of water that enters targeted breaches as a result of splashing; (4) single patch flow tests 
to determine the amount of water that flows down the surface of the drip shield and into patches; 
(5) multiple patch tests to collect both splashed water and rivulet flows that entered all affected 
patches; and (6) bounding flow rate tests to provide data for extreme drift seepage conditions to 
compare with the nominal seepage rate. 

Observations during the breached drip shield tests revealed that the primary mechanism for water 
to enter breaches is via rivulet flow that originates from an area around the point of drip impact. 
Following droplet impact at the crown, water splatters within some distance from the point of 
impact. The splattered water coalesces, forming beads that increase in size around the center of 
impact with each successive drop. After a time, the beads closest to the downhill curvature reach 
a critical mass and roll down the face of the drip shield in the form of a rivulet. The rivulet flow 
area spreads out in a delta formation (i.e., the maximum spread is located on the vertical section 
of the drip shield and the minimum spread is located at the point of impact). No film flow was 
observed during tests on the smooth or the rough drip shield surfaces. 

Evaporation could occur in two forms during the test—from a freely falling drop and from a flow 
surface on the drip shield. The loss from a falling droplet is negligible; however, losses from the 
drip shield surface can be large. Experimental measurements included determination of 
evaporative losses. Although these data could be used to develop or validate a drip shield 
evaporation model, evaporation is not considered in the current model, which maximizes the 
potential for flow through breaches (Assumption 5.2). 

For a given drip location onto the crown of the drip shield (see Assumption 5.1), the spreading of 
the rivulet flow is defined by a spread angle, a, which is half of the total spread angle, formed 
with the vertical plane through the impact point (Figure 6.3-2). The total lateral spread of the 
rivulet flow is given as 2x tan a , where x is the arc length from the crown of the drip shield 
down to a location of interest (e.g., a corrosion patch). In the breached drip shield experiments 
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(BSC 2003 [DIRS 163406]), the lateral rivulet spread to each side of the vertical plane, or 
x tan a , was measured. For NI, breaches in the drip shield of length LOS with each patch 
having a width of 2f (m), the flux through the drip shield is given by: 

=
f(

1+ 
tan a )ft,s 

2 
(Eq. 6.3.2.4-2) 

For details of the mathematical development of this expression, see Section 6.5.1.1.2.4. 

Crown of the "Piet 

Figure 6.3-2. 	Illustration of Spreading of Rivulet Flow on the Drip Shield 

The factor fos  accounts for the uncertainty in the submodel and is a sampled parameter in TSPA 
simulations. Sources of uncertainty include: 

I. Drip location with respect to the crown of the drip shield—Drops that fall to either 
side of the crown will not divide exactly in half. as assumed by this submodel. 

2. Patch location—Patches located on the crown will allow the entire dripping flux to pass 
through, whereas Equation 6.3.2,4-2 considers all patches to be located off the crown. For 
a given value of fps  , Equation 6.3.2.4-2 underestimates the flux into crown patches 
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1 (Eq. 6.3.2.4-3) 

EBS Radionuclide Transport Abstraction 

because fas  <1, so F., < F , i.e., not all of the total dripping flux can flow through 
breaches. Since most of the randomly-located breaches occurring will not be located on 
the drip shield crown, this is a reasonable approximation, but not a bounding estimate of 
flow through drip shield breaches. 

3. Splattering distribution—Although splattering of drops when they impinge on the drip 
shield is a random process, preferential directions or distributions could 
develop, for example, due to surface alteration as a result of corrosion or drift 
degradation (rockfall). 

4. Rivulet spread—The breached drip shield experiments showed that a range of rivulet 
spread factors or spread angles can occur even on smooth surfaces. Surface roughness 
also affects the rivulet spread angle. Precipitation of salts or accumulation of dust on the 
drip shield surface could also affect rivulet flow. 

5. Interference among multiple patches—Implicit in this submodel is that the patches do 
not interfere with each other, i.e., that no patch is lower on the drip shield surface than 
another patch. Patches located below another patch will see reduced or zero flux through 
the patch. By ignoring patch interference, water flux through the drip shield will be 
overestimated. 

6. Patches outside the footprint of the waste package—Flux through these patches will 
pass directly to the invert. Since the conceptual model requires that all flow through the 
drip shield goes onto or into the waste package, Equation 6.3.2.4-2 will overestimate that 
flow. 

7. Evaporation from the surface of the drip shield—Evaporation is neglected 
(Assumption 5.2); if it occurs, the flux through the drip shield is less than predicted by 
Equation 6.3.2.4-2. 

8. Size of corrosion patches—The WAPDEG model assumes a fixed size and shape for all 
corrosion patches. In reality, the patches will vary widely in size and shape randomly as 
well as over time. 

Bounds and a distribution for fDs  must be established for use in the TSPA calculations. 
Because, under some of these uncertain conditions, the flux through the drip shield may be zero 
even when breaches exist, an appropriate lower bound on fDs  is zero. Under some other 
circumstances mentioned above, the entire seepage flux could flow through the drip shield. 
Thus, an upper bound on fDs  cannot be specified a priori, but should be given by: 
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(Eq. 6.3.2.4-5) 

EBS Radionuclide Transport Abstraction 

which makes F2  = F1 . Since the number of patches, N b  , varies over time, fDs  should be a 
function of time, with a starting value of zero and potentially reaching a value equal to the total 
number of patches in the WAPDEG corrosion model of the drip shield (SNL 2007 
[DIRS 178871]). A uniform distribution is appropriate given that the uncertainty is difficult to 
quantify. To ensure that the flux through the drip shield is not greater than the seepage flux, the 
flux through the drip shield is computed as: 

F2 	
N 	tan 	ajf  = min F1  b  1 + 	a , Fil• L Ds 	2 

(Eq. 6.3.2.4-4) 

The uncertainty in spread angle a can be lumped in with fDs  since both would otherwise be 
sampled independently. A lumped uncertainty factor fDs  is defined as: 

with the flux through the drip shield to be computed as: 

N min 	F . 
LDS

DS 1 
-1 'DS 

(Eq. 6.3.2.4-6) 

In Section 6.5.1.1.2.4, an upper bound on fDs  is developed based on results of the breached drip 
shield experiments, and is used in the TSPA Model. 

6.3.3 Water Flux through the Waste Package (F4) 

The conceptual model for the TSPA is based on the assumed presence of continuous flow paths 
through the patches that penetrate the waste package. More specifically, in the TSPA conceptual 
model, vertical flow of seepage into the waste package, through the waste form, and out of the 
waste package is not impeded by the location of patches on the surface of the waste package. 
Flow is modeled as steady state, so there is no change in the amount of liquid within the waste 
package for flow and transport when seepage occurs. Under no-seep conditions, the water 
content inside a waste package changes over time due to adsorption of water vapor onto 
corrosion products, but no flow takes place. (An alternative conceptual model (ACM) in which 
water fills the waste package before any water flows out—the "bathtub" model—is evaluated in 
Section 6.4.1). There is also no resistance to the flow through the waste form. The TSPA 
approach reasonably bounds the immediate release and mobilization of radionuclides, while 
retaining as much realism as justified by the data and understanding of the physical and chemical 
processes that take place. 

As modeled, radionuclides cannot be released from the waste package if there is insufficient 
water or if there are no openings through either the wall or lid of the waste package. 
Section 6.3.3.1 describes the types and the general design features of the waste packages to be 
emplaced in the repository. Section 6.3.3.2 describes the types of openings that can form, how 
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and where they form, the timing of their formation, and the flow through these openings. The 
dimensions of these openings have implications for whether water is able to flow into and 
through the waste package or whether transport out of the waste package is by advection and/or 
diffusion. A model of advective flow of water through stress corrosion cracking (SCCs) is 
presented in Section 6.3.3.1. Section 6.3.3.3 describes the flux of liquid around or through the 
waste package. Section 6.3.3.4 describes the alternative pathway for liquid to reach the waste 
package; namely, evaporation from the invert and condensation on the inside of the drip shield 
can provide a source of liquid to the exterior of the waste package even when there are no 
openings in the drip shield. Section 6.3.3.5 describes the flux of liquid through the invert. 

6.3.3.1 	Waste Package Design 

Twelve waste package configurations are planned for the waste to be emplaced in the repository, 
where the nominal quantity for LA is shown in parentheses (SNL 2007 [DIRS 180472], 
Table 6-2[a]): 

1. 21-PWR TAD (4,586) 
2. 12-PWR TAD (173) 
3. 44-BWR TAD (3,037) 
4. 5-DHLW/DOE SNF Long (1,940) 
5. 5-DHLW/DOE SNF Short (1,257) 
6. 2-MCO/2-DHLW (219) 
7. Naval Short (94) 
8. Naval Long (323) 

Waste packages are broadly categorized as CSNF waste packages (21-PWR and 44-BWR are the 
most common, comprising about 65 percent of the waste packages listed above), codisposal 
waste packages (5-DHLW/DOE SNF Short and Long, and 2-MCO/2-DHLW), and Naval Short 
and Long waste packages. Although waste packages vary depending on the waste form they 
contain, the majority of designs have features in common. These commonalties are described 
here. The waste package consists of a cylindrical inner stainless steel vessel, which is sealed 
with a stainless steel lid. The inner vessel is placed into an Alloy 22 outer corrosion barrier, 
which is sealed with a middle and outer lid. The inner vessel has 2-in. (5.08-cm) thick walls and 
lid that provide structural integrity for the waste package. The Alloy 22 outer corrosion barrier 
has a wall 1 in. (2.54 cm) thick, a middle lid 0.5 in. (12.7 mm) thick, and a 1-in. (2.54-cm) thick 
outer lid, that provide resistance to corrosion. Inside a CSNF waste package inner vessel is a 
closely-fitting TAD canister consisting of a cylindrical stainless steel vessel having a 1-in. 
(2.54-cm) thick wall and a massive 15-in. (38.1-cm) thick lid referred to as a shield plug that is 
intended to provide radiation shielding during transportation and handling. Design information 
for waste packages is provided in Total System Performance Assessment Data Input Package for 
Requirements Analysis for TAD Canister and Related Waste Package Overpack Physical 
Attributes Basis for Performance Assessment (SNL 2007 [DIRS 179394]) and Total System 
Performance Assessment Data Input Package for Requirements Analysis for DOE SNF/HLW 
and Navy SNF Waste Package Overpack Physical Attributes Basis for Performance Assessment 
(SNL 2007 [DIRS 179567]), which identify detailed design drawings, including drawings of the 
21-PWR, 44-BWR, the 5- DHLW/DOE Long, and the Naval Short and Long waste packages, 
among others. The TAD canister design has not been finalized; for purposes of estimating the 
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masses of internal components, the Site-Specific Canister design is used for the TAD canister 
design (see Table 4.1-21 for a complete list of drawings used in this report). 

Codisposal waste packages have compartments that allow smaller containers of different waste 
types to be included in a single waste package. In a 5- DHLW/DOE Long, for instance, the 
waste package is divided into five compartments that accommodate one DHLW glass each. The 
five compartments surround a central tube that will contain a single DSNF canister. 

The stainless steel inner vessel of the waste package is modeled as having no resistance to 
corrosion as reflected in the WAPDEG analysis of waste package and drip shield degradation 
(SNL 2007 [DIRS 178871]), forming an immediate flow pathway once the outer (Alloy 22) 
corrosion barrier has been breached. Similarly, as modeled, the closure weld on the inner 
stainless steel lid, as part of the stainless steel inner vessel, has no resistance to corrosion, and the 
inner lid fails once the outer lids have failed. In addition, the TAD canister radiation shield plug 
and the 5- DHLW/DOE Long inner top lid are not included as contributing to waste package 
corrosion products, because they are located at one end of the waste package, so the large masses 
of corrosion products that will eventually be produced there from those massive components, are 
unlikely to disperse effectively throughout the waste package interior. 

In this report and in the TSPA, the 21-PWR and 5- DHLW/DOE Long are used to represent the 
two basic types of waste packages—CSNF and codisposal, respectively—because these are the 
most common of each of the two types of waste packages. 

6.3.3.2 	Breaching of the Waste Package 

Three general types of openings can exist in the waste package due to corrosion. These are 
(1) stress corrosion cracks, (2) patches resulting from general corrosion, and (3) localized 
corrosion. The opening area of SCCs in the waste package as well as in the drip shield is 
calculated in Sections 6.3.3.2.2. The size and timing of patches resulting from general corrosion 
are predicted by the WAPDEG analysis (SNL 2007 [DIRS 178871]). The opening area from 
localized corrosion is described in General Corrosion and Localized Corrosion of Waste 
Package Outer Barrier (SNL 2007 [DIRS 178519], Section 8.3.1). 

Heat generated by the waste form has the potential to evaporate water within the waste package. 
In this situation, water cannot collect inside the waste package and cannot support advective 
transport of radionuclides. Preliminary estimates using Multiscale Thermohydrologic Model 
(SNL 2007 [DIRS 181383], Section 6.3) indicate that the available heat can evaporate incoming 
water for several thousand years. However, although evaporation is expected to occur, 
complexities in the internal geometry of the waste packages (particularly the response of any 
water pooled at the bottom of the package and the potential presence of small conduits for water 
vapor to escape through stress corrosion cracks) make it difficult to say definitively that all 
incoming water is evaporated. 

The expected evaporation in the waste package is ignored in the TSPA. This approach is 
reasonably bounding because evaporation might eliminate advection as a transport mechanism. 
In addition, by ignoring evaporation from a waste package, the approach used in TSPA of 
specifying a water saturation of 1.0 (fully saturated) inside a failed waste package whenever 

ANL—WIS—PA-000001 REV 03 
	

6-20 	 October 2007 



EBS Radionuclide Transport Abstraction 

dripping occurs is justified. If evaporation were accounted for, the water saturation inside a 
waste package would generally be less than 1.0, which would reduce the amount of radionuclides 
that could dissolve in the water and be advectively transported from the waste package. Lower 
water saturations would also reduce estimates of diffusive releases, since both the diffusion 
coefficient and the cross-sectional area for diffusion would be less. Thus, without these 
simplifying assumptions, the amount of radionuclides transported from a waste package would 
be expected to be less. 

As a simplification, it is assumed that no radionuclide transport occurs when the temperature in 
the waste package is above the boiling point of water in the repository (Assumption 5.5), when a 
continuous film of water needed for transport is not expected to exist. 

6.3.3.2.1 Drip Shield and Waste Package Through-Wall SCC Area 

This section describes the model abstractions to estimate the opening areas of the through-wall 
cracks in the waste package and drip shield that could result from the SCC damage. In the 
repository, the source of the stresses that could cause the SCC damage in the waste package is 
the residual stress in the closure welds and damages due to rockfall and ground motion caused by 
seismic activity. The SCC damage in the drip shield could be the result of rockfall and seismic 
ground motion. 

6.3.3.2.2 Opening Area of a Single Through-Wall SCC 

SCCs in the waste package or drip shield can be treated as a semi-elliptical crack, as in Stress 
Corrosion Cracking of Waste Package Outer Barrier and Drip Shield Materials (SNL 2007 
[DIRS 181953], Section 6.6.2). Figure 6.3-3 illustrates actual SCCs and the simplified 
conceptual image of a SCC as modeled. 
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Figure 6.3-3. 	(a) Actual SCC in Stainless Steel Plate, Cross-Sectional View of Transgranular Cracks; 
(b) Actual SCC in Stainless Steel Plate. Cross-Sectional View of Intergranular Cracks; (c) 
SCC Configuration as Modeled. 
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The opening displacement of a crack in an infinite sheet for plane stress condition can be 
calculated using the equation given by Tada et al. (2000 [DIRS 167756], p. 125): 

b = 2 (2c) a  
E 

(Eq. 6.3.3.2.2-1) 

where b = crack width (mm), 2c = crack length (mm), a = residual tensile stress (Pa), and 
E = the modulus of elasticity (Pa). The opening area, Ascc5  for an elliptical crack can be 
estimated by: 

b \,( 2c  
Ascc = 4 A —

2
-
2 

(27z-  c 2 )  a  
(Eq. 6.3.3.2.2-2) 

E 

  

When the above equations are used to estimate the width and opening area of a through-wall 
crack, a is the maximum tensile stress across the wall thickness of the dominant stress plane 
(SNL 2007 [DIRS 181953], Section 6.6.2). Using the maximum tensile stress will overestimate 
the opening area on the inside surface where the crack fully penetrates the wall, which relieves 
the stress. The size of the penetration is unknown, so the outer surface opening area based on the 
maximum tensile stress is used as a reasonable bound on the opening area through the entire wall 
thickness. 

For the TSPA implementation, the room temperature yield strength ( ays  ) of Alloy 22 and 
Titanium Grade 7 are used as bounding values for the residual stress, a, in Equations 6.3.3.2.2-1 
and 6.3.3.2.2-2. Values for Crys  and E for Alloy 22 and Titanium Grade 7 at room temperature 
are found in DTN: M00702PASTRESS.002 [DIRS 180514] (file Model Output DTN.doc, 
Table 8-1), and are listed in Table 4.1-1. Whereas material properties at 150°C or greater are 
specified in mechanical calculations and analysis for drip shield and waste package design (SNL 
2007 [DIRS 179354], Table 4-2, Parameter Number 07-03; SNL 2007 [DIRS 179567], 
Table 4-1, Parameter Number 03-07), room temperature material properties are used in the RTA 
because the data are applied under conditions when SCCs are more likely to occur, namely, well 
after the thermal period, when temperatures have moderated and are closer to room temperature 
than to 150°C. 

An initially semi-elliptical crack oriented into the material becomes a semi-circular crack as it 
grows to a through-wall crack (Figure 6.3-3). Therefore, the expected maximum length ( 2c ) of 
the crack is twice the remaining wall thickness (SNL 2007 [DIRS 181953], Section 6.6.2). As, a 
bounding approximation, the crack width and opening area are modeled to be constant through 
the wall thickness. For an actual SCC propagating through the wall thickness, the crack width 
and opening area are likely to decrease along the wall thickness because of the residual stress 
redistribution and relaxation at the crack tip as the crack grows through the wall thickness. 
Those effects can be amplified when neighboring cracks propagate in parallel through the wall 
thickness (SNL 2007 [DIRS 181953], Section 6.7.1.2 and Section 6.7.1.3). 
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For the TSPA implementation, the initial wall thickness is used for the waste package and drip 
shield, i.e., 25 mm for the waste package outer corrosion barrier (SNL 2007 [DIRS 179394], 
Table 4-3) and 15 mm for the drip shield (SNL 2007 [DIRS 179354], Table 4-2). The opening 
area of a single SCC in the waste package and drip shield calculated using Equation 6.3.3.2.2-2 
is listed in Table 6.3-3. 

Table 6.3-3. Opening Area of a Single SCC in the Waste Package and Drip Shield 

Materials 
Single Crack Opening Area 

(mmi 

Alloy 22 (waste package outer 
barrier 7.682 

Titanium Grade 7 (drip shield) 3.647 

Output DTN: SNO703PAEBSRTA.001 

6.3.3.2.3 Waste Package Closure Weld SCC Damage 

All of the residual stresses in a waste package that may result from the fabrication are fully 
annealed before being loaded with the waste. Residual stresses from the welding of the waste 
package closure lids are not fully annealed, except for the top surface layers that are annealed 
with a plasticity-burnishing technique. Detailed residual stress analyses for the waste package 
closure weld regions indicate that the hoop stress is the dominant stress component that could 
result in radially-oriented through-wall cracks (SNL 2007 [DIRS 181953], Section 6.5.3.4). 

Because of the stress field interactions between closely spaced parallel cracks, the distance 
between two neighboring through-wall cracks in the closure weld region needs to be greater than 
the closure-lid thickness so that sufficient stress (and the resultant stress intensity factor) will be 
available to drive a crack through the wall. Therefore, the maximum number of through-wall 
radial cracks (NC,,, in the closure-weld region per waste package can be calculated as: 

NcwSCC = 
27-d? 

 

(Eq. 6.3.3.2.3-1) 
t 

where R is the radius of waste package, and t is the remaining thickness of the closure-lid. The 
expected maximum length of these radial cracks is twice the remaining closure-lid thickness, and 
the opening area of an individual through-wall crack is calculated using Equation 6.3.3.2.2-2. 

The room temperature yield strength ( ays  ) and modulus of elasticity (E) of Alloy 22 are used as 
bounding values in Equation 6.3.3.2.2-2 for the single crack opening area, and the initial wall 
thickness (25 mm), (SNL 2007 [DIRS 179394], Table 4-3) for the outer lid is used in 
Equation 6.3.3.2.3-1 to calculate the maximum number of through-wall radial cracks in the 
closure weld region per waste package. Values for ays  and E for Alloy 22 and Titanium 
Grade 7 at room temperature are found in DTN: M00702PASTRESS.002 [DIRS 180514] and 
are listed in Table 4.1-1. Room temperature material properties are used in the RTA because the 
data are applied under conditions when SCCs are more likely to occur, namely, well after the 
thermal period, when temperatures have moderated and are closer to room temperature than to 
the 150°C specified in mechanical calculations and analysis for drip shield and waste package 
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design (SNL 2007 [DIRS 179354], Table 4-2, Parameter Number 07-03; SNL 2007 
[DIRS 179567], Table 4-1, Parameter Number 03-07). 

6.3.3.2.4 Waste Package and Drip Shield SCC Damage Induced by Seismic Events 

The seismic consequence abstraction analysis provides the areas on the waste package and drip 
shield damaged by seismic ground motions (DTNs: M00703PASDSTAT.001 [DIRS 183148] 
and M00703PASEISDA.002 [DIRS 183156]). The damaged area on the waste package and 
drip shield is defined as the area in which the residual tensile stress exceeds 90 percent to 
105 percent of the yield strength of the materials. 

Damage to waste package and drip shield due to seismic ground motions is modeled as being 
distributed uniformly over the surface of waste package and drip shield. Two bounding 
arrangements for the through-wall cracks are considered to calculate the number of through-wall 
cracks and their opening areas: 

1. A hexagonal array with side length 2t / 	, where t is the remaining wall thickness. 
Each point of the hexagonal array is the center of a crack with length 21/ h , and this 
length allows for cracks, if they lie in the same plane, just to touch without overlapping. 

2. A hexagonal array with side length t , where t is the remaining wall thickness. Each 
point of the hexagonal array is the center of a crack with length 2t . This geometry allows 
for cracks, if they lie in the same plane, to overlap—each crack overlaps about half of 
each of its neighboring cracks. 

Details of the above bounding crack arrangement and geometry are given in Stress Corrosion 
Cracking of Waste Package Outer Barrier and Drip Shield Materials (SNL 2007 
[DIRS 181953]). 

The SCC density Pscc )  is defined as the number of through-wall cracks per unit (  
seismically-damaged area. The bounding crack density estimates ( • SCC ,mm and P SCC ,max) are: 

	

Pscc,min — 2t 2 
	 (Eq. 6.3.3.2.4-1) 

	

P SCC ,max = 
2 	 (Eq. 6.3.3.2.4-2) 

Using the crack length, 2c = 21/ Aig , for the lower bound, and 2c = 2t for the upper bound, the 
corresponding crack opening area density (crack opening area per unit seismically damaged area) 

P SCCA ,mm and P SCCA ,max) are estimated: 
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PSCCA.min = PSCC,min Ascc 

(27-cc 2 )6ys  

2t 2 	E 
71-0-  YS  
r- 

N13 E' 

(Eq. 6.3.3.2.4-3) 

PSCCA max = PSCC,max ASCC 

2 (27z-  c 2 ) Cr ys  

-Nht 2 	E 	
(Eq. 6.3.3.2.4-4) 

47z-o-ys  

Therefore, the crack opening area density is represented as: 

iraYS  
PSCCA — C SD r- 5 (Eq. 6.3.3.2.4-5) 

Cs, = uniform (1, 4) , 	 (Eq. 6.3.3.2.4-6) 

where C sD  is an epistemic uncertainty factor for seismic damage, given by an uniform 
distribution between one and four. 

The total SCC opening area per waste package ( Asmvp ) or drip shield (A SCC,DS) that results 
from the seismic damage is calculated as follows: 

'rays 
-

DS 
 A A SCC,DS C  SD 	E, 	 SD,DS 

"V S  DS 

YS
-

WP 
 A A SCC,WP = CSD ..N5 E 	SD,WP 

WP 

 • 

(Eq. 6.3.3.2.4-7) 

(Eq. 6.3.3.2.4-8) 

ASD,WP and ASD,DS are the seismically damaged area in waste package and drip shield 
respectively, and are provided by the seismic consequence abstraction analysis 
(DTNs: M00703PASDSTAT.001 [DIRS 183148] and M00703PASEISDA.002 
[DIRS 183156]). Because the seismic damage analysis input does not associate specific 
locations on the waste package and drip shield surface, the damage to waste package and drip 
shield due to seismic ground motions is modeled as being distributed uniformly over the waste 
package or drip shield surface (SNL 2007 [DIRS 176828]). 
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6.3.3.2.5 Water Flux through and around the Breached Waste Package (F4 and F 5) 

The flux through (into and out of) the waste package, F4 , is conceptualized to be the flux 
through patches, which originates from the flux thorough the drip shield (F2 ). Advective flux of 
water through stress corrosion cracks is unlikely and of low consequence and therefore is 
screened out (DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP Numbers 2.1.03.10.0A and 
2.1.03.10.0B). A quasi-steady state approach is used. The presence of a gap between adjacent 
waste packages is neglected in the TSPA Model. Dripping onto the waste package from 
condensation on the underside of the drip shield is screened out (DTN: 
M00706SPAFEPLA.001 [DIRS 181613], FEP Number 2.1.08.14.0A). 

A flux splitting algorithm analogous to the drip shield flux splitting algorithm (Section 6.3.2.4) is 
developed here. The analogy is appropriate, based on similarities in geometry and assumptions 
regarding the source of liquid flux falling onto the waste package. The surface of the waste 
package is a horizontal cylinder, as is the top of the drip shield, the primary difference that 
impacts liquid flow on the curved surface being that the radius of curvature of the waste package 
is smaller than that of the drip shield. Thus, flow behavior on the surface of the waste package 
should be similar to that on the drip shield. In particular, if any water is available, it is expected 
to flow over the surface of the waste package in rivulets rather than as film flow, based on 
findings of the breached drip shield experiments (BSC 2003 [DIRS 163406]). 

Whereas drip locations on the drip shield could reasonably be confined to the crown of the drip 
shield (because the drift seepage flux will most likely originate from the crown of the drift), the 
drip locations may be more widely dispersed on the waste package. This is the case for drips 
that fall from breaches in the drip shield, which are randomly located on the drip shield. Since 
breaches (mainly general corrosion patches) in the waste package are also randomly located, the 
fraction of dripping flux falling on the waste package that flows into the waste package might be 
expected to be proportional to the total area of waste package patches. However, since drips that 
fall onto an intact waste package surface will drain down the surface, the flux of water, if any, 
entering a waste package is proportional to the total length of patches. Again, the analogy to the 
drip shield applies. Rivulets flowing down the surface of the waste package are intercepted in 
proportion to the lengths of the patches (ignoring interference by multiple patches). 

Two other considerations reinforce the comparison with the drip shield. First, any condensation 
on the underside of the drip shield that might fall onto the waste package, if it were considered, 
would fall from the crown of the drip shield. (Condensation on the underside of the drip shield 
has been excluded from consideration in TSPA on the basis of low consequence 
(DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP Numbers 2.1.08.14.0A).) Thus, for 
condensation at least, the geometry is completely analogous to that of the drip shield inside the 
drift. Second, the drip shield is modeled as a single entity and all drip shields in the repository 
fail by general corrosion at the same time in the model for a given realization (SNL 2007 
[DIRS 178871]), with uncertainty in the corrosion rate of the drip shield resulting in different 
failure times in each realization. Once the drip shield is gone, the seepage flux will now fall 
directly from the drift crown onto the waste package crown, again completing the analogy with 
the drip shield under the drift crown. Since the corrosion rate of the titanium drip shield is 
higher than that of the Alloy 22 waste package outer corrosion barrier, the situation where a 
breached waste package lies unprotected under seepage from the drift crown should be more 
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fwp = Nb  wp wp  (
1 + 

tan a) .  
Lwp 	2  

1 
(Eq. 6.3.3.2.5-2) 

EBS Radionuclide Transport Abstraction 

likely than a breached waste package underneath a breached but still partially effective drip 
shield. Therefore, within the uncertainty of the model, it is an appropriate simplification to 
model the flux impinging on the waste package as falling entirely on the crown of the waste 
package. One implication of this simplification is that, as with the drip shield, half of this flux 
flows down each side of the waste package. 

Based on these arguments, a flux splitting algorithm for the waste package can be given that is 
completely analogous to the drip shield flux splitting algorithm: 

F4  = min F2 ( 	i _ H - [ 	N 	tan  wp . tna  i, E.,  
Lwp 1 	2 

i wp, V 2  1 , (Eq. 6.3.3.2.5-1) 

where F4  is the flux through the waste package, F, is the flux through the drip shield, and L„ 
is the total axial length of the waste package. N bwp patches each of length 2f " comprise the 
breaches in the waste package. Flow through stress corrosion cracks is neglected as being 
unlikely to occur (see Section 6.3.3.2.4). 

The factor fwp  accounts for the uncertainty in this algorithm. As with the corresponding factor 
fDs  for the drip shield, bounds can be established for fwp  based on the dimensions of the 
patches, the waste package and the uncertain rivulet spread angle. A lower bound of zero is 
necessary to account for the possibility that seepage through the drip shield is completely 
diverted by an intact portion of the waste package outer corrosion barrier. 

For an upper bound on fwp , the drip shield experiments (BSC 2003 [DIRS 163406]) provide 
some guidance. Since the radius of curvature of the waste packages is smaller than that of the 
drip shield, the rivulet spread angle on the waste packages would be expected to differ from, and 
probably be smaller than, the spread angle on the drip shield. In some experiments, the drip 
location on the drip shield mock-up was well away from the crown on more steeply inclined 
regions of the drip shield. Rivulets flowing from those drip locations may simulate more closely 
the behavior on a surface having a smaller radius, such as a waste package. Because the waste 
package has a smaller radius and more curvature than the drip shield surface, more of the surface 
is sloped to such a degree that water will readily flow down from it by gravity. Only a larger 
cylindrical surface (the drip shield mock -up) was available on which to observe gravity flow 
behavior. Observations away from the crown, where the slope is steep enough to initiate flow as 
readily as on a more highly curved surface, are appropriate analogs to measurements on an actual 
smaller cylinder. An analysis of drip shield experimental data for off-crown drip locations 
(Section 6.5.1.1.3) gives a mean spread angle of 13.7° and a range from 5.5° to 22.0°. In 
analogy to fDs  , an upper bound on f„ can be obtained using the minimum rivulet spread angle 
a of 5.5° and the known values for N bwp  (SNL 2007 [DIRS 178871]), 2f WP , and Lwp: 
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As with the drip shield, the term Cl 1+ 
tan a) ,  which is uncertain itself, can be factored in with 

fwp to simplify the model, resulting in: 

[ F4  = min F, ,( b" 	WP  N f 

L„,,, I 
4 .17' F2 (Eq. 6.3.3.2.5-3) 

  

where 

(1+  tan aj  f  
2 j  P  

(Eq. 6.3.3.2.5-4) 

is assigned a uniform distribution. In Section 6.5.1.1.3, an upper bound on fw' p  is developed 
based on results of the breached drip shield experiments. The range for fWp  based entirely on 
experimental results is used in TSPA. 

Finally, the flux that is diverted around the waste package, F5 , is calculated using continuity of 
the quasi-static flow around and into the waste package: 

F5  = F2  - F4 	 (Eq. 6.3.3.2.5. -5) 

6.3.3.3 	Condensation on the Drip Shield 

Condensation of water on the underside of the drip shield may occur, as shown by a bounding 
analysis (SNL 2007 [DIRS 181648], Sections 6.3.7.2 and 6.1[a]). However, analysis of the 
amount of such condensation and its possible effects leads to a conclusion that condensation 
under drip shields will have limited occurrence and intensity, and that the overall effect on dose 
will be insignificant (DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP 
Number 2.1.08.14.0A). 

Thermal-hydrologic simulations (SNL 2007 [DIRS 181648], Sections 6.3.3.2.1 and 8) show that 
condensation under any drip shield does not occur when the local water vapor partial pressure is 
controlled by the temperature at the bottom of the invert; which is always cooler than the top. 
Calculations in Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383], Section 6.3.11 
and Table 6.3-45) show that for any given cross section, the coolest and most humid location is 
always at the bottom of the invert. These simulations also show that water vapor that is 
transported axially along the drift has a greater tendency to condense near the bottom of the 
invert, where it is coolest, than at the top of the invert or the underside of the drip shield. This 
occurs because the invert is permeable to gas movement and a poor conductor of heat. 

The condensation model results show that condensation under a drip shield may occur if water 
vapor evaporates from the invert at one waste package location, then migrates under the 
connected drip shield segments and condenses on the underside of a cooler drip shield at another 
location (SNL 2007 [DIRS 181648], Section 6.3.7.2). This mode of formation is limited by the 
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efficiency of axial water vapor migration as compared with radial mixing. Also, the condensation 
model shows that the radial thermal gradient is much greater than the axial thermal gradient 
(SNL 2007 [DIRS 181648], Figure 6.3.5-13 and Figure J-1, typically). Such thermal gradients 
drive mixing, promoting condensation on cooler surfaces such as the drift wall, the bottom of the 
invert, or possible the sides of the drip shield. 

Experimental results reported in In-Drift Natural Convection and Condensation (SNL 2007 
[DIRS 181648], Table 7.4.1-24) show that the drip shield sides are cooler than the top, because 
of proximity to the waste package surface and because of natural convection. Therefore, any 
condensation occurs preferentially on the sides, where it cannot contact the waste package. 

The condensate will be a weak carbonic acid solution (pH approximately 5) (SNL 2007 
[DIRS 177412]), with condensation occurring when the drip shield temperatures drop below 
about 96°C. These conditions do not initiate localized corrosion of Titanium Grade 7, and are 
within the range of validation for implementation of the corrosion models in TSPA for general 
corrosion (SNL 2007 [DIRS 178519], Sections 8.1 and 6.4.3.4, and Equation 6-29 which shows 
no chemistry dependence; SNL 2007 [DIRS 180778], Sections 8.3 and 6.9.1) and localized 
corrosion (SNL 2007 [DIRS 178519], Section 8.3; SNL 2007 [DIRS 180778], Section 8.4). 
Condensate mixed with dust is no more aggressive than the deliquescent dust without 
condensate. Condensate can interact with dust, yielding solutions more dilute than those 
resulting from dust deliquescence, which is addressed by excluded FEP Numbers 2.1.09.28.0A 
and 2.1.09.28.0B (DTN: M00706SPAFEPLA.001 [DIRS 181613]). Therefore, the presence of 
any condensate on the underside of the drip shield does not impact the barrier capability of the 
drip shield. 

Condensate waters present on the underside of the drip shield have a small potential to drip onto 
exposed waste packages. Analysis of advective flux through stress corrosion cracks (SNL 2007 
[DIRS 181953], Section 6.3.7), an analogous situation that similarly accounts for water on the 
underside of the drip shield, excludes this process on the basis of low consequence 
(DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP Number 2.1.03.02.0B; 
DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP Number 2.1.03.10.0B). 

6.3.3.4 	Flux into and through the Invert (F6 and F7) 

The flux leaving the waste package is equal to the flux entering the waste package, F4  , by the 
quasi-steady-state flow assumption (the net effect of Assumptions 5.1 through 5.4 and 5.7). The 
total flux entering the invert from above is equal to the sum of the diversion around the waste 
package, F5, the flux leaving the waste package (equal to F4  ) , and the diversion around the drip 
shield, F3 . The liquid flux leaving the invert, Fg, is equal to the total flux entering the invert 
from above plus the imbibition flux from the UZ matrix into the invert. That is, 

	

F6  = F5  ± F4  + F3  , 	 (Eq. 6.3.3.4-1) 

and 

F8  = F6 + F7  . 	 (Eq. 6.3.3.4-2) 
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Only the flux leaving the waste package, F4  can transport radionuclides to the invert. 

Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383]) determines the imbibition flux 
from the UZ host rock matrix into the invert, F7  as well as the water saturation in the invert. 
The imbibition flux from the UZ matrix into the invert exits the invert back into the UZ matrix. 
The advective flux that flows into the invert from above, F6 , exits the invert into the 
UZ fractures. 

6.3.4 Transport through the EBS 

The conceptual model for transport through the EBS consists of transport through three separate 
domains: (1) waste form, (2) waste package corrosion products, and (3) the invert. Transport 
through each of these domains occurs by advection and diffusion. Radionuclides travel in 
sequence through each of these domains. In other words, all radionuclides entering the corrosion 
products domain come from the waste form domain, and all radionuclides exiting the corrosion 
products domain enter the invert domain. Advection in each domain is modeled as steady state 
flow; i.e., the flow rate may vary over time, but no accumulation occurs. Diffusion through each 
domain is considered to be transient. 

The rate of diffusive transport through each domain is dependent upon the following parameters: 
the effective diffusion coefficient, the cross-sectional area available for diffusive transport, and 
the diffusion path length across which a concentration gradient exists. For assumed transport 
through thin water films adsorbed onto materials, a reasonably bounding value for the effective 
diffusion coefficient for each radioelement is obtained using the free-water diffusion coefficient 
for each radioelement, modified to account for porosity, saturation, temperature, and the 
uncertainty associated with the dependence on these parameters. The cross-sectional area for 
transport in each domain is dependent upon the geometry of the domain, the relative humidity, 
and the specific surface area and adsorption isotherm for the given material. A range of 
diffusion path lengths is determined from the geometry of the domain. 

The waste form is the source of all radionuclides in the repository system. If sufficient water is 
available, radionuclides mobilized from the waste form can be transported from the waste form, 
out of the waste package, downward through the invert, and into the UZ, as shown in 
Figure 6.3-1. Transport out of the waste package can occur by advection, when there is a liquid 
flux through the waste package, and by diffusion through assumed continuous liquid pathways in 
the waste package, including thin films of adsorbed water. These two transport processes 
(diffusion and advection) are each a function of the type of penetrations through the drip shield 
and waste package and the local seepage conditions. Diffusion can occur through stress 
corrosion cracks or through general corrosion patches in the waste package both with and 
without liquid flux through the waste package. Advection is not considered through stress 
corrosion cracks or through corrosion patches in the absence of seepage flux. 

The free-water diffusion coefficient for each radioelement for radionuclide transport is given in 
Table 4.1-7. In addition to the radionuclides listed in Table 4.1-7, three other radionuclides—
actinium, curium, and plutonium-241—are tracked in TSPA calculations, because they decay 
into other radionuclides that are tracked, but due to their short half-lives, their transport is not 
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modeled, based on the Radionuclide Screening analysis (SNL 2007 [DIRS 177424], Table 7-1); 
these are assigned diffusion coefficients of zero. The effects of temperature are accounted for 
using the formulation in Section 6.3.4.1.2. The effects of porosity, liquid saturation, and 
uncertainty on the invert diffusion coefficients are incorporated using the formulation in 
Section 6.3.4.1.1. For the waste form and corrosion product domains, the effects of porosity and 
water saturation on the diffusion coefficients are accounted for using the formulation in 
Section 6.3.4.3.5. 

Advective transport is straightforward in the RTA. In particular, mobilized radionuclides are 
transported with the local liquid flux from the waste package (F4 ) through the invert (F6) to the 
UZ fractures (F8 ). There are no modifications for dispersive effects (see Section 6.3.1.2); 
because the flow is modeled as one-dimensional vertically downward, lateral dispersion is not 
considered in the RTA. These effects are not considered important because lateral dispersion is 
directly proportional to the path length, and the path length through the invert is short compared 
to the entire path length to the accessible environment. 

Diffusive transport depends on concentration gradients. The concentrations of radionuclides in 
the waste form domain are determined from the degree of waste form degradation and the 
solubility limit for each radionuclide. The concentrations in the waste package corrosion 
products domain take into account radionuclide solubility limits, sorption of radionuclides onto 
the corrosion products, sorption and desorption onto colloids, and colloid stability. The 
concentrations in the invert domain depend on the radionuclide solubility limits, colloid stability 
in the invert, the transfer of radionuclides between the corrosion products domain and the invert, 
and the boundary concentrations at the invert-UZ interface. The boundary condition at the UZ 
interface is implemented by defining multiple grid cells in the UZ that provide a diffusive path 
length that is sufficiently long such that the concentration at the outlet of the farthest cell from 
the drift wall can realistically be assigned a value of zero (Section 6.5.2.6). 

The emphasis in this RTA is on transport of radionuclides through the EBS after the 
radionuclides are mobilized. This abstraction does not define related elements of the TSPA, such 
as corrosion processes, radionuclide solubility limits, waste form dissolution rates and 
concentrations of colloidal particles, which are generally represented as boundary conditions or 
input parameters for the RTA. This abstraction provides the algorithms for determining 
radionuclide transport in the EBS using the flow and radionuclide concentrations determined by 
other elements of the TSPA. 

6.3.4.1 	Invert Diffusion Submodel 

The TSPA Model requires an abstraction for the effective diffusion coefficient in granular 
materials as a function of radionuclide, porosity, saturation, temperature, and concentration. 
This submodel is intended specifically to apply to the invert. The abstraction is as follows: 

• Use the species dependent free water diffusion coefficients in Table 4.1-7. 

• Modify the free water diffusion coefficient for the porosity and liquid saturation of the 
invert. The modification for porosity and saturation is based on Archie's law and 
experimental data for granular media, and is presented in Section 6.3.4.1.1. 
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• Further modify the diffusion coefficient for variation of the invert temperature using the 
formulation in Section 6.3.4.1.2. The invert temperature is provided by Multiscale 
Thermohydrologic Model (SNL 2007 [DIRS 181383]). 

• Ignore the increase in the diffusion coefficient with increasing ionic strength of 
concentrated solutions (see Section 6.3.4.1.3). The maximum modification for a highly 
concentrated solution of potassium iodide is a factor of 1.27. This factor is well within 
the range of uncertainty of the invert diffusion coefficient (see Equations 6.3.4.1.1-22 
and 6.3.4.1.1-27), and is neglected for the TSPA. 

6.3.4.1.1 Modification of Diffusion Coefficient for Porosity and Saturation of the Invert 

The modified diffusion coefficient for a partly saturated porous medium can be estimated from 
any of a number of empirical relationships developed in the soils and petroleum sciences, 
including the model of Penman (1940 [DIRS 109941]), the power law of Millington and Quirk 
(1961 [DIRS 139143]), and Archie's law (Archie 1942 [DIRS 154430]), among others (Jury 
1991 [DIRS 102010], Section 6.3 and Table 6.1). All of these relationships yield similar values 
of the diffusion coefficient in unsaturated porous media, particularly at high water contents; each 
one is best suited to a particular soil structure and texture, such as undisturbed soil, compacted 
soil, consolidated sediments, etc. Archie's law was selected for use in the RTA in part because 
of its acceptance in the petroleum reservoir engineering literature (Bear 1988 [DIRS 101379], 
pp. 113 — 116), and in part because it is based on the same relationship between electrical 
conductance and diffusivity in a partially saturated porous rock that was used by Conca and 
Wright (1992 [DIRS 100436]), whose measurements of the diffusion coefficients in crushed tuff 
data are applied later in this section to diffusion in the invert. This relationship enables diffusion 
coefficients to be obtained from experimental measurements of the electrical conductivity of 
samples of the porous medium. From these measurements, an empirical function can be 
developed that relates the diffusion coefficient to the porosity and saturation of the porous 
medium. An alternative to the Archie's law approach for determination of the diffusion 
coefficient for the single-continuum invert is presented in Section 6.6.4.1. 

Archie's law is an empirical function relating the electrical resistivity and porosity of a porous 
medium (Archie 1942 [DIRS 154430], p. 57; Keller and Frischknecht 1966 [DIRS 111470], 
p. 21): 

Pc = 
	 (Eq. 6.3.4.1.1-1) 

where p, is the bulk resistivity (or specific resistance) of the fully water-saturated porous 

medium (C2 m), p: is the resistivity of liquid water (f2 m), 0 is the porosity (m3  pore volume 
T11

-3 total volume), m is a cementation factor (dimensionless), and a is an empirical parameter 
(dimensionless) that, to a first approximation, may be assumed to have a value of 1 (Keller and 
Frischknecht 1966 [DIRS 111470], p. 21). 
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For a partially saturated porous medium, the resistivity is given by Bear (1988 [DIRS 101379], 
p. 116); Keller and Frischknecht (1966 [DIRS 111470], p. 28); and Pirson (1963 [DIRS 111477], 
p. 24): 

Pr = PS SW 	 (Eq. 6.3.4.1.1-2) 

where p, is the bulk resistivity (or specific resistance) of the partially saturated porous medium 
(f2 m), S„, is the water saturation (m 3  water 111-3  pore volume), and n is a saturation exponent 
(dimensionless). 

The cementation factor m "is somewhat larger than 2 for cemented and well-sorted granular 
rocks and somewhat less than 2 for poorly sorted and poorly cemented granular rocks" 
(Keller and Frischknecht 1966 [DIRS 111470], p. 21). For unconsolidated sand, a value of 1.3 
has been reported for the cementation factor (Bear 1988 [DIRS 101379], p. 116; Pirson 1963 
[DIRS 111477], p. 24). The invert, being composed of well-graded crushed tuff (SNL 2007 
[DIRS 179354], Table 4-1, Parameter Number 02-08B), should have cementation characteristics 
similar to unconsolidated sand and poorly cemented granular rock, with a cementation factor of 
1.3 or slightly higher, but less than 2. 

For unconsolidated sand, a value of 2 is accepted for the saturation exponent n (Bear 1988 
[DIRS 101379], p. 116; Keller and Frischknecht 1966 [DIRS 111470], p. 28; Pirson 1963 
[DIRS 111477], p. 24). 

Combining and simplifying Equations 6.3.4.1.1-1 and 6.3.4.1.1-2 results in an Archie's law 
formulation that gives the bulk resistivity of a partially saturated porous medium: 

= 	Swn  • 	 (Eq. 6.3.4.1.1-3) 

The resistance, R, (Q), of a porous medium of length L and cross-sectional area A is given by: 

R, = p,L I A . 	 (Eq. 6.3.4.1.1-4) 

Since the electrical conductance, G (S = Q-1 ), is defined as the reciprocal of resistance 
(Atkins 1990 [DIRS 111464], p. 750), Archie's law can be written for a partially saturated 
porous medium in terms of the conductance of the bulk porous medium, G, (S) and the 
conductance of water, G„, (S): 

G, = G„,0'" 	. 	 (Eq. 6.3.4.1.1-5) 
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The last step is to rewrite Archie's law in terms of diffusion coefficients. The diffusion 
coefficient of an ion in solution is related to the conductivity through the Nernst-Haskell 
equation (Perry and Chilton 1973 [DIRS 104946], p. 3-235) for diffusion in a binary electrolyte 
mixture at infinite dilution: 

where: 

1 ow RT 1+ 1_ z+  + z_ 
F 2  Ao 	z+ z_ 

(Eq. 6.3.4.1.1-6) 

Dw 	= diffusion coefficient (m 2  s-1 ) 
R 	= molar gas constant = 8.314472 J mor e 	(Lide 2002 [DIRS 160832], 

p. 1-8) 

T 	= temperature (K) 

= Faraday constant = 96485.3415 C mor e  (Lide 2002 [DIRS 160832], p. 1-7) 

= cationic and anionic molar conductivity, respectively, at infinite dilution 
(S m2  mor l ) 

Ao 	= equivalent electrolyte molar conductivity at infinite dilution (S m 2  mor l ) 

z+ , z_ = valence of cation and anion, respectively; magnitude only—no sign 
(dimensionless). 

This equation can be simplified by making use of the average ionic molar conductivity at infinite 
dilution, / , where 

	

A 	l °  + /° 

	

= 0 	 

	

2 	2 
(Eq. 6.3.4.1.1-7) 

F 
1+0 , 10 
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Since the ionic molar conductivities 1,°_ and l °  are non-negative numbers, [2 > (1+0 	), which 
can be seen as follows: 

12 	+/1 2  
2 ) 

= (1° )2 +2(1°  10), (02  
4 

Qi° +(1~)2 +  (de) 
4 	2 

= 
 

(1°)2 ± /1 0 
)2 

 
 (1,°_ XI° )  (1,°_ 	(de) (Eq. 6.3.4.1.1-8) 

4 	2 	2 	2 
= (P+1 + 	0/_() ) + (i o,  y/ o) 

4 	2 

4
1 (10 10

)2 
 ± (1,0_ XI  ) 

(/,°)(/°). 

Thus, the square of the average ionic molar conductivity can be substituted for the product of the 
individual conductivity. This substitution will generally overestimate the diffusion coefficient 
given by Equation 6.3.4.1.1-6. At the same time, the valence of the ions z+  and z_ are given a 
value one, because this, too, maximizes the diffusion coefficient. With these substitutions, 
Equation 6.3.4.1.1-5 simplifies to give the maximum diffusivity in a binary electrolyte mixture at 
infinite dilution: 

RT ( 1 2\  D
w 
 = 
 F 2  21 

RT1 

(2) 

(Eq. 6.3.4.1.1-9) 

 

F 2  
RTA 0  
2F 2  

 

This shows that the diffusion coefficient for ions in an infinitely dilute binary mixture is 
proportional to the molar conductivity and therefore to the conductance of the electrolyte. For 
multicomponent solutions at other than infinite dilution, this equation represents an 
approximation with an associated uncertainty that can be estimated by comparison with 
experimental data, which is discussed later. 

The relationship between diffusion coefficient and the measured conductivity of samples is 
dependent on the experimental method and apparatus used to obtain the conductivity of the 
porous medium. Conductivity is determined by measuring the electrical resistance of a sample 
in a conductivity cell. The cell is calibrated using a solution of known conductivity, and a cell 
constant. With no interfering porous medium, the conductance of water, G„,, is directly 
proportional to the equivalent electrolyte molar conductivity at infinite dilution (A 0  ), which in 

ANL—WIS—PA-000001 REV 03 	 6-36 	 October 2007 



EBS Radionuclide Transport Abstraction 

turn, from Equation 6.3.4.1.1-9, is proportional to DH,. Due to the interference of the solid, the 
conductance of the bulk porous medium, G, is more complicated and is proportional to the 
porosity, saturation, the diffusivity of the ion and the tortuosity, as explained in the following 
discussion of diffusion coefficient measurements. 

Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]) measured the 
diffusion coefficient of unsaturated soil, gravel, bentonite, rock, and crushed tuff from Yucca 
Mountain over a broad range of water contents by measuring the electrical conductivity of 
samples. These measured data are qualified in Appendix H and have been used to analyze the 
dependence of the diffusion coefficient on volumetric moisture content for a variety of granular 
materials. Figure 6.3-4 presents a summary of the diffusivity data for various granular media at 
volumetric moisture contents ranging between 1.5 percent and 66.3 percent. 

The measurements of Conca and Wright are based on the Nernst-Einstein relationship: 

RTKir! , 
D= 	 

F 2  Zi  
(Eq. 6.3.4.1.1-10) 

where 	is the diffusion coefficient of thei` h ion in a dilute aqueous solution (m2  s-1 ), F is the 
Faraday constant (C 	R is the universal gas constant (J mor I  1C1 ), T is the absolute 
temperature (K), Kw  is the electrical conductivity (S 111-1 ) of the solution, t, is the transport 
number for the ith  ion (which is the portion of the total electrical current carried by the ith  ion), z, 
is the charge valence of the ith  ion, and C, is the concentration of radionuclide species i 
(mol TT1-3). Equation (2) in Conca and Wright (1992 [DIRS 100436]) shows that D, 1  can be 
determined from the measured conductance (an extensive quantity dependent on the physical 
dimensions or mass of the sample equal to the reciprocal of resistance) of the soil or rock sample. 
In fact, what Conca and Wright measured and what the left-hand side of the equation should be 
is 0 S„,D,, the effective or bulk diffusion coefficient in the porous medium. Dwi  includes the 
effect of tortuous pathways, and is equal to D, 1  multiplied by tortuosity. 

There is much literature on how to measure the conductivity and/or salinity of soil water from 
bulk measurements of the sample conductance. For example, Rhoades and Oster (1986 
[DIRS 173846]), Rhoades et al. (1976 [DIRS 173835]), and Shainberg et al. (1980 
[DIRS 173836]) present a two parameter model for representing the bulk soil or rock 
conductivity, Ka  (S m-1 ), in terms of the interstitial solution conductivity, Kw , and the surface 
conductivity (conductivity of the double layer), K s.. The quantity Ka  is the experimentally 
measured quantity, which is equal to the actual conductance measurement of the impedance 
bridge or electrode array, multiplied by the cell constant, which is the geometric factor that 
converts the extensive quantity, conductance, to the intensive quantity, conductivity. Conca and 
Wright incorrectly substitute Ka  directly into the Nernst-Einstein equation (Eq. 6.3.4.1.1-10). 
What needs to be substituted into the Nernst-Einstein equation is Kw  , which can be determined 
from Ka  with the linear, two-resistor model of Rhoades et al. (1976 [DIRS 173835]) and 
Rhoades and Oster (1986 [DIRS 173846]): 
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Ka  = tc,4,0.5„,T *  + K„ 	 (Eq. 6.3.4.1.1-11) 

where 0 Sn, is the water content; T*  is the transmission coefficient, which incorporates tortuosity 
effects and varies as a function of water content. The transmission coefficient is related to 
formation factor, FR  (dimensionless), at high solution concentrations, through the relationship 

FR  =(11S „,71-1  (Shainberg et al. 1980 [DIRS 173836]). The quantity Ks  is the conductivity of 
the surface or solid (i.e., the double layer). Rhoades et al. (1976 [DIRS 173835]) have correctly 
shown in their Equation 11 the relationship between the measured K a  and Kw  (=1/Rb  in their 
equation), if the conductivity of the surface or solid, Ks  , is ignored. In particular, consider the 
case where the K ,. electrical pathway is effectively an insulator (i.e., does not contribute to the 
overall bulk sample conductance). Then the above equation reduces to: 

Ka  = K,, qIS 	, 	 (Eq. 6.3.4.1.1-12) 

which can be solved for lc as K,,, = Ka  / yltS,,,T *  and then substituted back into the 
Nernst-Einstein equation: 

D =
RT Ica 	t, iv  
F 2  1,15 T *  z i Ci •  

(Eq. 6.3.4.1.1-13) 

The above equation solves for the ionic diffusion coefficient in terms of the measured 
conductivity, tc„, of the rock sample. Replacing this conductivity with the corresponding 
extensive quantity, the conductance G, as designated by Conca and Wright, and the geometric 
factor or cell constant, 0 (m-1 ), gives the following: 

=
RT GO  t  
F 2  0,5„,T *  z,C • 

(Eq. 6.3.4.1.1-14) 

However, as is clear from the equation in Wright's report (CRWMS M&O 2000 [DIRS 156680], 
p. A-8) and the associated Table A-1, this was not what was done by these researchers, and the 
factor cliS „,T* was left out of this equation by Wright. In fact, Wright tabulated the quantity: 

RT Get;  
(Eq. 6.3.4.1.1-15) 

F 2  z,C, 

in Table A-1, which implies that they actually solved for Div,0S„,r, the bulk diffusivity, not the 
ionic diffusivity, which can be seen by multiplying both sides of Equation 6.3.4.1.1-14 by 
05„,T*. Thus, the tabulated diffusion coefficients of Conca and Wright (1990 [DIRS 100436] 
and 1992 [DIRS 100436]) must be used as the quantity 0S„D, in the mass conservation equation 
(Equation 6.5.1.2-39), where D, includes the effect of tortuous pathways, and is equal to D,,, 
multiplied by tortuosity; i.e., the Conca and Wright reported diffusion coefficients are in fact the 
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bulk diffusivity in the mass conservation equation. For the invert, the diffusion coefficient is 
denoted by Da , where the subscript I refers to the invert. 

Archie's law (Equation 6.3.4.1.1-5) can then be written in terms of the effective diffusivity of the 
bulk porous medium and the free water diffusivity of radioelement i, D : 

cbS wD,, =D 	 (Eq. 6.3.4.1.1-16) 

This is the form of Archie's law that is generally applied for determination of the effective 
diffusion coefficient, Da , as a function of porosity and saturation in a partly saturated, granular 
medium. The diffusion coefficient, Da , as introduced here and used throughout this section, is 
an effective value for species i that implicitly includes the effects of tortuosity. With values of 
the cementation factor, m, of 1.3 and the saturation exponent, n, of 2 for unconsolidated sand, 
Archie's law becomes as: 

0S,,D = 	 (Eq. 6.3.4.1.1-17) 

Because the diffusion coefficients were measured by Conca and Wright as a function of 
volumetric water content, they have been analyzed using an alternative form of Archie's law in 
which the cementation factor and saturation exponent are equal (i.e., n = in). The effective 
diffusion coefficient is then a function of 0, the percent volumetric moisture content, defined 
as 0 =1004S' 

OS„ D,, DJ'S: 

— D 
100 

(Eq. 6.3.4.1.1-18) 

A statistical analysis using Microsoft Excel (Appendix G) produces a fit to the diffusivity data 
(Conca and Wright 1992 [DIRS 100436], Figure 2; Conca et al. 1993 [DIRS 170709], Figure 2; 
listed in Table 4.1-16) using Equation 6.3.4.1.1-18 for moisture content in the range of 
1.5 percent to 66.3 percent. The statistical fit to the effective diffusion coefficient, Di, , is based 
on a linearizing transformation to the variables X and Y, defined as: 

where 

Y = log10 (9iS„,D,, I D„„) 
X = log io  0 —2, 

= effective invert diffusion coefficient for species i (m2  s-1 ) 

D„„ = free water diffusivity for species i (m2  s-1 ) 

0 	= porosity (m3  void volume 111-3  bulk volume) 

(Eq. 6.3.4.1.1-19) 
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SW  = water saturation (m 3  water volume 111-3  void volume) 

= volumetric moisture content (percent, 100 m 3  water volume 111-3  
bulk volume). 

The statistical fit uses the self-diffusion coefficient of water (2.299 x le m2 s-1) (Mills 1973 
[DIRS 133392], Table III) as a bounding value for the free water diffusivity for species i. 

The slope of the X-Y relationship is found to be 1.863, leading to the following linear equation 
for Y as a function of X: 

Y =1.863X 

log 10  =1.863(log il0  8-2), (Eq. 6.3.4.1.1-20) 

os  „pa = D  01.863 1.863 

or 

=D 
(Eq. 6.3.4.1.1-21) 

The statistical fit for the effective invert diffusion coefficient has uncertainty, which is 
represented by the scatter of data points around the fit in Figure 6.3-4. This uncertainty is 
approximated by a normal distribution for the residuals (data—model) in log-log space. This 
normal distribution of residuals has a mean value of 0.033 and a standard deviation of 0.218. 
The uncertainty can be incorporated into the statistical fit as an additional factor on the full 
statistical fit. 

os, 	Dwi0 1.863 s 1.863 OND(p=0.033,a=0.218) 	 (Eq. 6.3.4.1.1-22) 

where ND represents a normal distribution with a mean, ,u , of 0.033 and a standard deviation, cr, 
of 0.218. ND is in the exponent because the residuals are calculated in the log-log space of the 
statistical fit. This statistical fit is the submodel for the invert diffusion coefficient to be used for 
the TSPA. Since the normal distribution is theoretically unbounded, unrealistic values for the 
diffusion coefficient could potentially be obtained. To avoid this potential problem, the 
implementation in the TSPA will use a truncated normal distribution, limited to plus or minus 
three standard deviations from the mean. 

Figure 6.3-4 presents the statistical fit (solid line) and the upper and lower bounds (dashed lines) 
at three standard deviations above and below the fit. The dashed lines encompass almost all the 
data points, because ± 3 standard deviations includes 99.7 percent of the area under a normal 
distribution. Equation 6.3.4.1.1-22, therefore, accurately represents the uncertainty in the 
diffusivity data for the TSPA calculations. 
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Because the saturation exponent (1.863) is less than the generally accepted value (2), the fit to 
the data provides less of a bounding estimate for the effective diffusion coefficient than if the 
accepted value were used. However, the estimate using Equation 6.3.4.1.1-22 is realistic instead 
of simply bounding the diffusion coefficient because it is developed from measured data rather 
than using the general behavior of unconsolidated sand as its basis. Furthermore, being based on 
a large number of measured data, the uncertainty in effective diffusion coefficient using 
Equation 6.3.4.1.1-22 is quantified, which provides additional support for use of this equation 
instead of a more bounding approach using the accepted value for saturation exponent. 

One element of the uncertainty in the diffusion coefficient is the uncertainty in the porosity of the 
invert. The bulk porosity of the invert crushed tuff is expected to vary between 0.27 and 0.39, 
with an average of 0.31 (BSC 2004 [DIRS 168138], Table 5). From Equation 6.3.4.1.1-22, the 
diffusion coefficient would vary due to variations in porosity by a factor of: 

(os, wp,  ) max 	0m1 .ax863 0.39) 1.863 
=1.98. (Eq. 6.3.4.1.1-23) 

(Eq. 6.3.4.1.1-24) 

(Eq. 6.3.4.1.1-25) 

wwD, )min 	0,1;u863 0.27 

The range about the mean diffusion coefficient, (0S„,D), 

(c143,,,D, ) min 	( 0.271 

would be: 

863  = 0.77 

=1.53. 
_ r 0.39 ) 1.863 

 

(0S„D, ) 	0.31 
to 

(01S iviD, 	0.31) 

This range of uncertainty resulting from variation in the invert porosity is well within the range 
of the uncertain factor in Equation 6.3.4.1.1-22, which ranges from: 

10 0.033-3(0.218) = 0.24 
	

(Eq. 6.3.4.1.1-26) 
to 

100.033+3(0.218) = 4.86. 	 (Eq. 6.3.4.1.1-27) 

The uncertainty associated with the porosity of the invert is included in the uncertainty 
associated with the measurements of the diffusion coefficient, which were made on a variety of 
geologic materials having a range of porosities; thus the porosity uncertainty can be considered 
to be accounted for in the effective diffusion coefficient. The same conclusion is reached if the 
nominal value of intergranular porosity (0.224, as given in Tables 4.1-1 and 8.2-6) is substituted 
for the mean, with the same spread for the uncertainty range. 

ANL—WIS—PA-000001 REV 03 	 6-41 	 October 2007 



• 
• 

10 

y • 1863)1 
112  • 0915   0.5 4 

•e's 
• • 

0.0 • 

-1.0 

CI, -1.5 .1 
ri) 
-6°-  -2.0 

2-1 

 

-25 

-3 0 

-3 5 

-4 0 

-4 5 

• 

EBS Radionuclide Transport Abstraction 

-2 0 	 -1 5 	 - 1 0 	 -0.5 	 0.0 
logio0 2  

Source Conca and Wright 1992 [DIRS 100436]. Figure 2; Conca et al. 1993 [DIRS 170709], Figure 2 

NOTE 	The dashed lines correspond to three standard deviations above and below the statistical tit to the data. 

Figure 6.3-4. 	Uncertainty in the Statistical Fit for the Effective Diffusion Coefficient 

For each realization of the TSPA calculations, the normal distribution is sampled, thereby 
incorporating the uncertainty of the experimental data into the diffusivity. 

6.3.4.1.2 Modification for Temperature 

The diffusivity Dr  is proportional to absolute temperature and inversely proportional to 
viscosity rir  ; i.e., DT  ac T I or  (Cussler 1997 [DIRS 111468], p. 114). It follows that if the 
diffusivity is known at some temperature To . the diffusivity at temperature T can be found by: 

T 
Dr  Tc  
DTI  Ilr  

qrs, 

(Eq. 6.3.4.1.2-1) 

where DT  is the diffusion coefficient (m2  s-1 ) at temperature T (K). Dr,, is the diffusion 
coefficient (m2  s -1 ) at temperature To  (K), ?lr  is the viscosity of water (Pa s) at temperature T 
(K), and /hp  is the viscosity of water (Pa s) at temperature To . The dependence of viscosity on 
temperature T(K) (293.15 K T 373.15 K) is given by Weast and Astle (1981 [DIRS 100833], 
p. F-42): 
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log10 	= 1.3272(293.15— T) — 0.001053(T —293.15) 2  , (Eq. 6.3.4.1.2-2) 
020 	 T —168.15 

[1.3272(293.15-T)-0.001053(T-293.15) 2  

11T 	10  
T-168.15 

=  

1 0 
17 To 	

[1.3272(293.15-T0 	 2 1  
T0 -168.15 

(Eq. 6.3.4.1.2-3) 

EBS Radionuclide Transport Abstraction 

where 7720  is the viscosity of water at 20°C (293.15 K). Then 

and the diffusion coefficient at temperature T is given by: 

T 17T DT  = DT  
" T, 

= D —
T 

10[

1.3272(293.15-T0-0.001053(T0 -293.15Y [1.3272(293.15-0-0.001053(T-293.15Y  

1  T0 -168.15 	 T-168.15 

° To  

(Eq. 6.3.4.1.2-4) 

This equation is not valid above the boiling point of water (100°C, or 373.15 K; possibly lower 
at the elevation of the repository), where it is assumed that no transport occurs (Assumption 5.5). 
This temperature modification of the diffusion coefficient is applied to the invert, to waste 
package corrosion products, and to the waste form. The invert temperature is provided in 
Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383]). Figure 6.3-5 shows the 
temperature dependence of the invert diffusion coefficient relative to the diffusion coefficient at 
To  = 25°C, the temperature at which the radionuclide-specific free water diffusion coefficients 
are specified (Table 4.1-7). 
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Figure 6.3-5. 	Temperature Dependence of the Invert Diffusion Coefficient (Equation 6.3.4.1.2-4) 

6.3.4.1.3 Modification for Concentrated Aqueous Solutions 

Data in American Institute of Physics Handbook (Gray 1972 [DIRS 138541], Table 2p-2) shows 
that the majority of the diffusion coefficients increase with increasing solution strength. For 
example. the diffusion coefficient of sodium iodide increases from 1.616 x 10 -9  m2  s-I  in a dilute 
solution to 1.992 x 10 -9  m2  s-I  for a 3 M solution and the coefficient for potassium iodide 
increases from 2.00 x 10 -9  m2  s in a dilute solution to 2.533 x 10 -9  m2  s-1  at 3.5 M. The 
percent increase for potassium iodide. 26.7 percent, is the greatest of any in Gray's table 
(Gray 1972 [DIRS 138541]. Table 2p-2) excluding HCI. HCl has been excluded from 
consideration because, being volatile, it is not representative of the type of radionuclides released 
from the waste package. 

The free water diffusion coefficient for each species i in water is used for all concentrations of 
radionuclides at a given temperature (DTN: LB0702PAUZMTDF.001 [DIRS 180776]). The 
modification for concentrated aqueous solutions is neglected in the TSPA. However, the 
variability due to ionic strength is captured by the uncertainty in the effective diffusion 
coefficient. For the invert, this uncertainty is shown explicitly in Equations 63.4.1.1-22 and 
6.3.4.1.1-27. For the waste form and corrosion products, this uncertainty in the effective 
diffusion coefficient results from uncertainty in the water saturation resulting from adsorption of 
water (see Sections 6.3.4.3 and 6.3.4.6). 

6.3.4.2 	Retardation in the Engineered Barrier System 

In this section, parameters are developed to enable the impact of sorption processes on 
radionuclide transport through the EBS to be quantified. Transport through the EBS is affected 
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by the adsorption and desorption of radionuclides on the stationary materials in the waste 
package (steel corrosion products) and invert (crushed tuff) as well as on colloid particles. The 
degree of sorption and desorption of the aqueous complex at the surface of the sorbent depends 
on the type and strength of the bond formed under the prescribed transport conditions. Based on 
the transport conditions, the sorption processes can be grouped into two end members, namely, 
those described by equilibrium sorption and those described by non-equilibrium (kinetic) 
sorption. If the sorptive process is rapid compared to the residence time of the fluid, the solute 
will reach an equilibrium condition with the sorbed phase and can be considered to undergo 
equilibrium sorption. On the other hand, if the time scale of the sorptive process (both 
adsorption and desorption) is slow compared to the residence time (or the rate of fluid flow 
through porous medium) the solute may not come to equilibrium with the sorbed phase and can 
be considered to undergo non-equilibrium (kinetic) sorption. These are insufficiently fast, 
heterogeneous surface reactions. Depending on the nature of the surface complexes formed with 
the sorbent and their binding energies, some radionuclides may form strong bonds and be best 
modeled using the kinetic sorption models (by forward and backward reaction rates) while others 
may be modeled by linear equilibrium sorption models using distribution coefficients (Kd). 

6.3.4.2.1 Conceptual Model for the In-Drift Sorption Environment 

In this section, the conceptual model of the in-drift environment as it affects sorption onto 
stationery materials is described. Although sorption will take place on crushed tuff, the focus in 
this section is on corrosion products (metal oxides), because these materials have the greatest 
potential for sorption in the EBS. Sorption onto colloidal materials is discussed separately in 
Section 6.3.4.4. 

The mild steel and stainless steel in the waste package and invert are expected to degrade to iron 
oxyhydroxides more rapidly than the corrosion-resistant materials in the EBS (e.g., Alloy 22 and 
titanium). The sorption capability of corrosion products in the invert is not considered in the 
TSPA. The time sequence for corrosion of iron-based components in the EBS is: 

• Steel in the invert (e.g., support beams, cap plate, and gantry rails) will begin to degrade 
after closure of the repository because the invert is directly exposed to the relative 
humidity and temperature environment within the drifts. Corrosion begins when the 
relative humidity becomes great enough to produce aqueous conditions on the metal 
surface, although the presence of deliquescent salts can result in aqueous conditions at 
lower humidity (if the in-drift humidity is higher than the minimum deliquescent point 
of the salts; Campbell and Smith 1951 [DIRS 163817], p. 237). 

The steel and copper are in the top portion of the invert. More specifically, the 
longitudinal and transverse support beams are in the top half of the invert (BSC 2007 
[DIRS 180181], Typical Invert Elevation). The transverse support beams are spaced at 
5-ft (1.524-m) intervals (BSC 2007 [DIRS 180181]), so the corrosion products from the 
beam will not always be directly beneath the emplacement pallet or stress corrosion 
cracks. Below and on either side of these beams, the invert is filled to depth with 
granular ballast that does not contain any steel. 

ANL—W1S—PA-000001 REV 03 
	

6-45 	 October 2007 



EBS Radionuclide Transport Abstraction 

• Stainless steel tubes in the emplacement pallet will corrode more slowly than mild steel 
(for mild carbon steel and stainless steel corrosion rates, see Section 6.3.4.3.4 and 
Appendix F). Again, the tubes are directly exposed to the in-drift temperature and 
relative humidity after closure. The tubes in the emplacement pallet are located directly 
beneath the waste package, close to, if not directly in, the anticipated flow path from the 
waste package. 

• Mild steel (i.e., Carbon Steel Type A 516) inside the codisposal waste package can 
begin to degrade after the waste package is breached by stress corrosion cracks, 
localized corrosion, or general corrosion. Water vapor can enter the waste package once 
it is breached, and this vapor will be adsorbed on the steel surfaces, providing an 
environment for corrosion within the waste package. 

• Stainless steel inside the waste package can also corrode, albeit more slowly than mild 
steel, after the waste package is breached. 

Aluminum thermal shunts in CSNF waste packages comprise less than two percent of the total 
mass of the waste package. Because the amount of aluminum is small, it is ignored in the RTA. 

Because the corrosion rates of the carbon steel and stainless steel used for invert components is 
greater than that of the Alloy 22 waste package outer corrosion barrier, all steel components in 
the invert will degrade to iron oxyhydroxides by the time the waste package is breached by 
general corrosion. In other words, iron oxyhydroxides will be present in the invert before any 
radionuclides are transported from the waste package. After the waste package outer corrosion 
barrier is breached, the stainless steel inner vessel is expected to breach quickly due to localized 
corrosion, and any mild steel internal components in the waste package will degrade rapidly, 
adding iron oxyhydroxides to the in-package environment. The inner vessel will degrade to 
corrosion products by 95,000 years, based on a thickness of the inner vessel of stainless steel of 
50.8 mm (SNL 2007 [DIRS 179567], Tables 4-6 to 4-10; SNL 2007 [DIRS 179394], Table 4-3), 
corrosion occurring from both inside and outside, and a mean corrosion rate of 0.267 pm yr-1  
(see Section 6.3.4.3.4 and Appendix F). 

The degradation products in the waste package will include hydrous metal oxides from corrosion 
of steel and aluminum materials (YMP 1998 [DIRS 104441], p. C-23; BSC 2005 
[DIRS 180506]) and clays and schoepite from degradation of HLW glass and CSNF, 
respectively (SNL 2007 [DIRS 180506]). Because they comprise the great majority of the 
corrosion products, and because of their strong sorptive characteristics, the iron oxyhydroxides 
will dominate the sorptive properties of the corrosion products, although the aluminum oxides 
and manganese oxides are also highly sorptive, depending on pH and the zero point of charge. 
Together, nickel and chromium comprise about 30 percent of the mass of stainless steel, and 
although much of this will form solid solutions with the iron oxyhydroxides, the water sorptive 
characteristics of the individual metal oxides must be considered as well. In the EBS RTA, pure 
iron oxide surface properties are used to model sorption onto what will in reality be a solid 
solution of Fe(III), Cr(III), and Ni(II). 

The degradation products in the invert will include iron oxyhydroxides and other hydrous metal 
oxides from the corrosion of steels and copper-based materials, and minerals from the granular 
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invert backfill. The invert corrosion products occur in the top portion of the invert because all 
steel and copper is located in the top half of the invert (BSC 2007 [DIRS 180181], Typical Invert 
Elevation). 

The in-package degradation products are envisioned to be composed of unconsolidated 
particulates and larger agglomerations of clays, iron oxyhydroxides, and other mineral 
assemblages that slump to the bottom of the waste package. Any seepage through the waste 
package is expected to flow through the sludge at the bottom of the waste package. The invert 
degradation products are initially located near the top of the invert, but may move into the mass 
of granular invert backfill during thermal changes or seismic events. 

Corrosion products in the waste package are represented as a single porosity medium, a 
reasonable approach given the granularity of the corrosion products and the randomness of the 
slumping process. Channelized flow paths with no sorption, as in the discrete fractures of a dual 
porosity medium, are not anticipated to occur in this unconsolidated material. One conceptual 
model is for the radionuclides to have access to the mass of corrosion products in the waste 
package. An ACM, with corrosion products that form a contiguous mass that has a low 
permeability and tight pore structure, would limit access to the full sorptive capacity of the 
corrosion products. 

The bulk of the mass of materials in a CSNF waste package, excluding the SNF and the outer 
corrosion barrier, consists of three types of steel. The iron content of these steels (Table 4.1-15) 
ranges from about 63.1 weight percent (Borated Stainless Steel Type 304B4, used in the neutron 
absorber plates; (ASTM A 887-89 2004 [DIRS 178058], Table 1)), to about 65.5 weight percent 
(Stainless Steel Type 316, used in the inner vessel and internal components in CSNF waste 
packages; DTN: M00003RIB00076.000 [DIRS 153044]), to 97.9 weight percent (Carbon Steel 
Type A 516 , used in codisposal waste package divider assembly components; ASTM A 516/A 
516M-90 1991 [DIRS 117138]). 

In the RTA, the products of the corrosion of all internal waste package components except for 
fuel rods, HLW glass, and spent nuclear fuel (SNF), are modeled as a mixed assemblage, 
primarily of iron oxides, specifically FeOOH (goethite), and ferrihydrite (HFO), along with 
oxides of the two major components of stainless steels (chromium and nickel), specifically Cr203 
and NiO. Establishing the mineralogical type of corrosion products enables the amount of water 
adsorbed onto surfaces to be estimated. In addition, specifying the mineralogical composition of 
the corrosion products allows the surface charge (or site) density for adsorption of certain 
radionuclides that undergo sorption to be determined, which provides a basis for calculating the 
mass of radionuclides that are sorbed. Again, Cr in steels is modeled as corroding to Cr(III) 
oxyhydroxides and minerals as seen in corrosion testing (SNL 2007 [DIRS 181165], 
Section 6.3.16); appreciable substitution of Cr(III) in Fe(III)-containing minerals will occur as 
well. 

Geochemical analyses of the basket degradation process (YMP 1998 [DIRS 104441], p. C-23) 
have demonstrated that the iron oxide produced from corrosion of carbon steel and borated 
stainless steels will remain in the waste package as insoluble hematite. A more recent analysis of 
Carbon Steel A 516 corrosion (SNL 2007 [DIRS 180506], p. 6-21) states: 
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Although the formation of large masses of ferric (hydr) oxide corrosion products 
is inevitable, it is difficult to predict which one will dominate the mineralogy of 
the whole. Goethite and hematite are expected to eventually be the most abundant 
iron oxides in corrosion products (Schwertmann and Cornell 1991 
[DIRS 144629], Section 4.2.2). Poorly crystalline solids such as ferrihydrite 
(Fe5HO8.4H20) and Fe(OH)3 that form during rapid oxidation of Fe(II) and 
hydrolysis of Fe(III), will probably be present throughout the period of steel 
degradation in the waste package (Schwertmann and Cornell 1991 
[DIRS 144629], Sections 1.3 and 8.1). These poorly crystalline iron oxides are 
unstable with respect to hematite and goethite, but their transformation is 
significantly inhibited or retarded by their adsorption or structural substitution, or 
both, of silicate, phosphate, and Cr(III), which are common components of the 
waste package solution. To summarize, the corrosion product assemblage is 
likely to be made up of some mixture of hematite, goethite, and ferrihydrite. 

The RTA uses properties of the oxides of the major components of steel for determining the 
degree of water adsorption and water saturation in corrosion products, including hematite, 
goethite, HFO, Cr203, and NiO. Goethite and HFO properties are used for modeling corrosion 
product surface chemistry (specifically, competitive and kinetic sorption). Because the water 
vapor adsorption isotherms (expressed as water layer thickness) for these five oxides are all 
similar, a composite isotherm obtained by combining adsorption data for these oxides is used to 
compute the water content in the corrosion products. 

6.3.4.2.2 Sorption Parameters for the Invert 

In the invert, radionuclide sorption can potentially take place on the crushed tuff ballast material 
and on products of corrosion of the metallic components such as steel support beams and copper 
conductor bars. In the RTA, sorption onto the crushed tuff is included so as to be consistent with 
the model for sorption onto tuff in UZ transport (SNL 2007[DIRS 177396], Section 6.1.2.3). 
Sorption of radionuclides on corrosion products in the invert is ignored (Assumption 5.6) 
because contact with radionuclides with corrosion products in the invert cannot be guaranteed 
due to the localized deposition of corrosion products. 

6.3.4.2.2.1 Sorption onto Crushed Tuff in the Invert 

Sorption onto the crushed tuff is included in the EBS transport abstraction. Kd values on crushed 
tuff in the invert are given by the ranges and distributions of radionuclide sorption distribution 
coefficients for sorption on devitrified UZ tuff given in DTNs: LA0408AM831341.001 
[DIRS 171584] (file UZ Kds.doc, for all radionuclides of interest except for Se and Sn) and 
LB0701PAKDSESN.001 [DIRS 179299] (file ReadMe.doc, for Se and Sn). Correlations are 
assigned to invert crushed tuff for sampling sorption distribution coefficient probability 
distributions using correlations for devitrified UZ tuff given in DTN: LB0701PAKDSESN.001 
[DIRS 179299] (file Sorption Correlation Table.xls). The ranges of Kd values for sorption onto 
devitrified tuff are used because the crushed tuff in the invert will be the same tuff that is 
removed when the drifts are bored; most of the repository will be developed in the TSw33 
through TSw36 stratigraphic units, which are composed of devitrified tuff. 
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6.3.4.2.2.2 Sorption onto Corrosion Products in the Invert 

Invert corrosion products will be localized and widely spaced, with the possibility being that 
seepage from the waste package could completely miss corrosion products in the invert. In this 
case, even small Kd values could overestimate the amount of retardation of radionuclides in the 
invert. Steel longitudinal beams in the invert are spaced 2.5 ft (0.762 m) from the centerline of 
the drift (BSC 2007 [DIRS 180030]), where the bulk of releases would be expected from a 
horizontal cylindrical waste package. Thus, their corrosion products are unlikely to interact with 
releases from a waste package. Steel transverse beams 12-in. (0.3048-m) wide are spaced 5 ft 
(1.524 m) apart (BSC 2007 [DIRS 180181]). Thus, on average, transverse beams underlie 
20 percent of the centerline of a waste package, with a correspondingly small 20 percent chance 
of their corrosion products interacting with releases from a waste package. 

Although steel corrosion products have the potential to retard both iodine and technetium (in the 
case of the latter particularly where reduced iron is present), no credit is taken for radionuclide 
sorption onto these materials that are likely to be present locally in the invert (Assumption 5.6), 
through which radionuclides must be transported to reach the accessible environment. By 
ignoring sorption in the invert, there is added confidence that the radionuclide inventory actually 
transported is less than the calculated value used in assessing dose to the individual. 

6.3.4.2.3 Sorption onto Waste Package Corrosion Products 

Possible sorption of radionuclides on the large expected mass of corrosion products could have 
significant impact on the release of radionuclides out of the waste package. The degree of 
sorption for a given radionuclide depends on a number of factors, such as its dissolved 
concentration, chemistry of the solution, type of sorbent, etc. Based on the understanding of 
sorption characteristics under chemical conditions similar to what would be encountered inside 
the waste package, the sorption process can be modeled with a high degree of confidence. 
Whether the sorption is best modeled as an equilibrium process, non-equilibrium (kinetic) 
process with both sorption and desorption, or as an irreversible process (no desorption) depends 
on the understanding of the sorption characteristics of the sorbate under the expected chemical 
conditions and observation timeframes. Sometimes the exact sorption process may not be known 
with greater degree of confidence or may not be appropriate for the timescales over which the 
behavior is to be predicted. For example, effectively irreversible uptake may be the dominant 
control over contaminant transport in soils and there is evidence for soil sequestering of 
bomb-pulse plutonium and americium and of uranium, iodine, technetium, cesium, and strontium 
from ore processing and reactor operations (Coughtrey et al. 1983 [DIRS 132164]) but such 
studies although informative are not conclusive enough to predict or quantify sorption behavior 
under different chemical conditions and over longer timescales. 

There is significant literature on the sorption characteristics of plutonium in the natural 
environments but there are also conflicting views on the applicability of the data over the 
repository time scales for the purpose of performance assessment calculations. Recent reviews 
of field and laboratory measurements indicate that the fraction of sorbed plutonium that is 
available for desorption rarely exceeds 1 percent (Brady et al. 1999 [DIRS 154421], Appendix F, 
pp. 141 to 142; Davis and Kent 1990 [DIRS 143280] and from a modeling point of view, the 
sorption process could be considered as partly irreversible for the observed timescales. 
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However, the National Research Council (2000 [DIRS 174394]) states that irreversible sorption 
models should not be applied to quantitative models of environmental contamination. With 
regard to the report on contaminant attenuation of Brady et al. (1999 [DIRS 154421]), the 
National Research Council (2000 [DIRS 174394], p. 224) states: "irreversible sorption...is not 
understood for either organic or inorganic contaminants; much more scientific research is needed 
before this process can be quantified." In addition, the National Research Council (2000 
[DIRS 174394], Table ES-1, p. 9) judged the likelihood of success of long-term plutonium 
immobilization as low, at the current level of knowledge. The National Research Council (2000 
[DIRS 174394], p. 13) refers to Brady et al. (1999 [DIRS 154421]) as follows: "Furthermore, 
although the DOE document [Brady et al. 1999] proposes a method for assessing natural 
attenuation processes for inorganic contaminants, such processes are extremely complex, and the 
DOE document does not adequately reflect this complexity. The DOE document has to be peer 
reviewed and substantially revised before it is used as a decision-making tool." 

At the Rocky Flats site in Colorado, soil plutonium is largely associated with the negatively 
charged organic macromolecular fraction and not with the more abundant iron oxides and clays 
(Santschi et al. 2002 [DIRS 170923]; Ibrahim and Salazar 2000 [DIRS 170882]). Litaor and 
Ibrahim (1996 [DIRS 161667]) used 0.01 M CaC12 as an extractant and measured plutonium in 
Rocky Flats soil to be 0.04 to 0.08 percent exchangeable. Transport of minute quantities of 
colloidal plutonium (10-14  M) over hundreds of meters was observed at the Nevada Test Site 
(Kersting et al. 1999 [DIRS 103282]), although the presence of organics may limit the relevance 
of these data to Yucca Mountain. Laboratory experiments of plutonium sorption onto iron oxide 
colloids have shown that approximately 1 percent of the initially sorbed plutonium can be 
desorbed into solution over a period of several months (Lu et al. 2000 [DIRS 166315]; BSC 
2005 [DIRS 177423], Section 6.3.3.2), which is broadly consistent with field observations, 
although much shorter in time scale compared to the timescales needed to simulate the 
performance of the repository. 

Based on the above discussion, it is clear that a sorption model is needed that is valid over the 
various physical and chemical conditions expected inside the waste package and over the 
simulation timescales needed for the performance assessment calculations. The sorption model 
should also account for the uncertainty in the available sorption sites and for competition among 
various aqueous complexes for the finite number of sorption sites. The sorption model should 
also be consistent with the conceptual model for transport through the waste package. 

Transport through the waste package is conceptualized to occur in two spatially separated 
transport domains—the upstream waste form domain and the downstream corrosion products 
domain. The waste form domain (also referred to as Cell 1) acts as the source of radionuclides 
that are generated as the waste form degrades and the radionuclides are released, either as 
dissolved in the water or as sorbed onto the colloids. The released mass of radionuclides then 
passes (via advection and/or diffusion) through the downstream corrosion products domain (also 
referred to as Cell 2), where the sorption-desorption reactions occur. Cell 1 is composed 
primarily of SNF elements and glass; although some steel is included in it, the bulk of the steel 
resides in Cell 2, so sorption of radionuclides onto corrosion products is modeled as occurring 
only in Cell 2. Excluding sorption of radionuclides in Cell 1 is further justified because sorption 
onto corrosion products is not going to change the concentrations of radionuclides in Cell 1 as 
long as the waste form is present, since the concentrations will be at their solubility limits. 
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Transport inside the waste package is considered analogous to transport through host rock that 
contains a disseminated ore body, where the ore body is the source of contamination, and the 
host rock is the porous medium through which the contaminant moves. As the contaminant 
plume moves through the host rock, the concentration changes due to dilution, dispersion, and 
sorption reactions, which could also influence the local chemistry and redox conditions. Unlike 
a reactive transport code, in the RTA, none of the various chemical and physical changes 
calculated by other models is linked such that changes in one cell affect another cell, and 
changes in Cell 2 do not affect conditions in Cell 1. In the waste package, Cell 1 is 
conceptualized to be composed of disseminated waste form with some steel corrosion products, 
while Cell 2, composed of corrosion products, forms the porous medium analogous to the host 
rock. It is possible to consider transport along discrete flow paths rather than through a porous 
material, but it is reasonable to assume that over time more and more corrosion products will 
form and coat the surfaces along which radionuclide transport occurs and possibly plug up the 
discrete flow paths. Modeling the interior of the waste package as a porous material is a 
reasonable simplification. The local chemistry will dictate the waste form degradation rates and 
the dissolved radionuclide concentration. 

In order to model the radionuclide sorption under varying physical and chemical conditions, 
where the water volumes, mass of corrosion products, waste form degradation rates, dissolved 
concentration limits, and aqueous speciation of various actinides, all vary spatially and 
temporally, the modeling approach based on surface complexation was deemed most 
appropriate. The surface complexation (or electrostatic adsorption) models have distinct 
advantages over other methods such as simple adsorption isotherms and ion-exchange models 
when the sorbents (iron oxyhydroxide surfaces) themselves exhibit amphoteric behavior of pH-
dependent surface charge by offering hydrogen ions or hydroxyl ions for cation or anion 
exchange respectively. The number of sorption sites and type of charge on the sorption sites 
determines which aqueous ionic species can undergo surface complexation and also determine 
the strength of the bond when the competition among various aqueous ionic species is being 
considered. In the surface complexation model (SCM), it is assumed that the sorbing surface is 
composed of specific functional groups that react with sorbing solutes to form surface complexes 
(inner sphere or true complexes, or ion pairs) in a manner analogous to the formation of aqueous 
complexes in the bulk solution. The surface charge results from chemical reactions involving the 
surface functional groups, while the binding constants determined for the mass-law adsorption 
equations are empirical parameters related to thermodynamic constants via activity coefficients 
of the surface species. 

In the surface complexation based modeling, the aqueous species of uranium, neptunium, 
plutonium, americium, thorium, and nickel are considered. The first five elements are 
considered because they are the primary contributors to the waste form inventory, while nickel is 
considered because it is derived from corrosion of steel and has a strong affinity to form surface 
complexes. The other major components of the stainless steel, such as chromium and 
molybdenum, were not included in the SCM because these metals are expected to be present in 
low concentrations due to rapid precipitation. Other divalent ions, such as Ca 2+, Mg2+, and 5042 " 
were not included in the SCM because they have a low affinity to form surface complexes 
compared to Ni. 
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A single-site diffuse layer model has been used rather than a more complex generalized (2-site) 
diffuse-layer model (Dzombak and Morel 1990 [DIRS 105483]) or triple-layer model. In doing 
so, the recommendations of Turner and Sassman (1996 [DIRS 179618]) and Wang et al. (2001 
[DIRS 176816]) are adopted, to use the single site model even though the PHREEQC model 
allows for use of a 2-site model. The choice of a single-site versus 2-site model is based on the 
following: The corrosion products in the waste package will likely be a mixture of different iron 
oxyhydroxide mineralogy (i.e., goethite, hematite, and HFO), but it is difficult to predict 
accurately the exact proportions of the various iron oxide phases over time. A one-site generic 
iron oxide sorption model is therefore used instead. Surface complexation constants were 
developed from data for a number of iron oxides, including HFO, goethite, and hematite. The 
bulk of the data were developed from HFO and goethite data. Hematite was used to fill in gaps. 
This assumption relies on the general similarity in surface properties of iron oxides. Appendix J 
outlines the specific steps that were taken to develop the database. Because of uncertainties in 
oxide mineralogy, site densities, and solution composition, the competitive surface complexation 
model is built by sampling over a wide range of potential conditions. 

A single self-consistent set of sorption reactions and log K values (where K is the solubility 
constant) for sorption of uranium, plutonium, neptunium, americium, and thorium species onto 
either goethite or HFO do not exist. Therefore, the largest self-consistent network was 
identified, and additional data were used to fill in the gaps. Based on the above considerations, 
the compilations of Wang et al. (2001 [DIRS 176816]) and Turner and Sassman (1996 
[DIRS 179618]) are the best reaction networks upon which to base the set of surface 
complexation constants. These authors fit experimental data from several sources to a single site 
Double Layer Model using a standard set of acidity constants for goethite. 

Since the results of the surface complexation modeling will be used in the EBS transport model 
of the TSPA, the calculations need to cover the expected range of concentrations of various 
radionuclides in the TSPA simulated time frames over varying water volume and sorption sites 
in a system with varying Pco,  and pH. The calculated sorbed masses from the SCM need to be 
implemented such that both equilibrium and kinetic sorption-desorption processes can be 
considered on both stationary corrosion products and on the iron oxyhydroxide colloids. 

Besides the uncertainty in the degree of sorption of various radionuclides there is uncertainty in 
the properties of the sorbent itself under varying physical-chemical-thermal environments. The 
sorption processes can be modeled only after the mineralogy of the corrosion products is 
understood with some degree of confidence along with the understanding of the number of and 
type of sorption sites available. These are discussed in the following section. 

6.3.4.2.3.1 Properties of Waste Package Corrosion Products 

Ferrihydrite will convert to the more stable phase goethite under repository conditions so the 
latter will most likely be the dominant phase after long periods of time. Under controlled 
laboratory conditions, this conversion occurs rapidly, with time frames on the order of days to 
even months depending on temperatures and solution composition. A study by Hamzaoui et al. 
(2002 [DIRS 173866]), for example, on the transformation of ferrihydrite to goethite at alkaline 
conditions for a given range of temperatures indicates that full conversion will occur in a period 
of about 80 hours at pH 11 and about 20 hours at pH 12.2 and a temperature of 40°C. A similar 
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result at pH 12.2 was obtained by Cornell and Giovanoli (1988 [DIRS 173864]) but at a 
temperature of 70°C, where full conversion to goethite was obtained in about 24 hours. 
Hamzaoui et al. (2002 [DIRS 173866]) also show that transformation rates increases with 
increasing,  pH. The studies by Cornell and Giovanoli (1988 [DIRS 173864])), and Cornell et al. 
(1989 [DIRS 173865]) indicate that the presence of some metals in solution and organics tends 
to retard the transformation of HFO to more crystalline phases. Slower rates are expected at 
ambient temperatures and near-neutral pH conditions. Schwertmann et al. (2000 
[DIRS 173863]), studied long-term transformation of ferrihydrite to more crystalline 
oxyhydroxides at pH 4-7 and 25°C. Their results show that the presence of other metals in soils, 
such as aluminum, can slow down the conversion process. Even at low metal concentration, the 
full transformation process can be on the order of many months. However, whereas laboratory 
data show fast conversion rates from ferrihydrite to goethite, field-type corrosion experiments 
under atmospheric conditions indicate the consistent presence of amorphous ferric oxyhydroxide 
material for long periods of time (Misawa et al. 1974 [DIRS 159327]). The field experiments of 
Misawa et al. (1974) exposed mild and low-alloy steels to a semi-rural environment 
for 2.5 years. Phase identification analyses of the generated rusted material showed a larger 
proportion of amorphous ferric oxyhydroxide compared to goethite. Still, the former will 
transform to the latter with further aging. Dillmann et al. (2004 [DIRS 171480]) studied the 
corrosion products in ancient artifacts open to indoor atmospheric environments. Even for time 
periods on the order of a few to tens of years, the proportion of the ferric amorphous phase 
observed in the corrosion products can be roughly in the range of 20 — 70 percent (Dillmann et 
al. (2004 [DIRS 171480], Table 1, p. 1405). Therefore, field evidence indicates that conversion 
of amorphous ferric oxyhydroxide to goethite can be slower than observed under laboratory 
conditions due to various factors inherent to local corrosion environments, such as the presence 
of additional metals in solution, pH, wet and dry cycles, and temperature. Given these large 
differences observed for the apparent speed of conversion between laboratory and field 
experiments, it is difficult to constrain transformation rates with a high level of confidence, and 
the range of compositions advanced above (45 to 80 percent goethite, the rest being HFO; see 
Section 6.3.4.2.1) is reasonable in capturing this variability. 

The lack of data for both corrosion and phase transformation kinetics to reflect the inherent 
complexities of the in-package chemical environment precludes any attempts at estimating a 
well-constrained fraction of corrosion products with time. For model details on the in-package 
chemical environment and justification for the use of goethite and ferrihydrite as the metal 
sorbing corrosion product phases see Section 6.3.2 of In-Package Chemistry Abstraction (SNL 
2007 [DIRS 180506]). This in-package chemistry abstraction model assumes a mixture of 
sorbing ferric Fe oxyhydroxide corrosion products consistent with the sorption submodel 
considered in the current report. For these reasons, the adopted range is a reasonable 
representation that captures the presence of these two phases at any given time. The limited data 
available are still useful to support the argument for a rapid transformation as represented by the 
selected bounds for goethite fraction, considering the expected environmental repository 
conditions. However, the data also indicate that retardation of this conversion may be a result of 
other metals present in solution as it would be expected during waste package degradation. 

The composition of HFO is not well defined given the variable content of H2O adsorbed, 
yielding a range of Fe:O:H ratios with respect to the phase structural properties (Cornell and 
Schwertmann 2003 [DIRS 173037]). Due to the arbitrary designation of ferrihydrite as 
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amorphous hydrous ferric oxide with the formula Fe(OH)3, as often found in the literature, a 
more accurate representation of its composition should be considered based on chemical and 
structural analyses. Cornell and Schwertmann (2003 [DIRS 173037]) suggested that the 
chemical formula representation of ferrihydrite should be expressed as Fe01.07(OH)0.86 and 
Fe00.89(OH)1.22 for 6-line ferrihydrite and 2-line ferrihydrite, respectively. The work of Towe 
and Bradley (1967 [DIRS 155334]) advanced a ferrihydrite composition (4Fe2O3.6H20) with 
larger amounts of H2O. As discussed by Eggleton and Fitzpatrick (1988 [DIRS 173878]), many 
of the structural models for ferrihydrite do not conform to the reported bulk compositions, 
probably due to added adsorption effects caused by the aggregation of small particles, thus 
generating the emplacement of additional OH onto the surface. Eggleton and Fitzpatrick (1988 
[DIRS 173878]) also concluded that any relations assessed from the structural analysis of 
ferrihydrite should be associated to a structural formula of FeO(OH). This chemical formula is 
consistent with that adopted for HFO (Fe203•H20) along with the conversion factor of 89 g 
HFO/mol Fe by Dzombak and Morel (1990 [DIRS 105483]). Therefore, the adopted chemical 
formula for ferrihydrite/HFO in this analysis is FeO(OH), which is equivalent to that of goethite. 
Adoption of this chemical composition is consistent with that used in the HFO sorption analysis 
presented by Dzombak and Morel (1990 [DIRS 105483]). The close correspondence of the 
adopted chemical formula for ferrihydrite/HFO when compared to the range of reported 
compositions given above for ferrihydrite (Cornell and Schwertmann 2003) supports the use of 
this chemical formula in this report. 

For performing sorption calculations in the TSPA, the composition of the iron oxyhydroxide 
corrosion products is modeled as a mixture of goethite, ranging from 45 — 80 percent, with the 
balance being HFO (Section 6.3.4.2.1). 

Kinetic sorption of radionuclides occurs only on specific sites on the surface of corrosion product 
particles. The number of sites per unit area of surface, or site density (typically in units of 
sites nm-2), determines the total quantity of radionuclides that can be adsorbed. Site density data 
for goethite and HFO are compiled in Tables 4.1-12 and 4.1-13, respectively, and qualified for 
use in TSPA in Section 4.1.2. Site density data for goethite in Table 4.1-12 in units other than 
sites nm-2  are converted to sites nm-2  in Table 6.3-4. These data provide a range of values to be 
sampled in TSPA for both goethite and HFO. The data in Tables 4.1-12 and 4.1-13 are used to 
develop discrete distributions, shown in Table 6.3-5 and Table 6.3-6. To calculate the discrete 
probability distribution, the data in Tables 4.1-12 and 4.1-13 were first sorted into ascending 
order. Multiple occurrences of the same number were removed from the sorted data list, but 
their occurrence frequency was assigned for probability calculation. The probability levels were 
calculated by dividing the frequency of the each data number by the total number of original data 
points in the data list. 

The sorptive capacity of the corrosion products is directly proportional to the surface area of the 
solids. Data for the specific surface area of goethite and HFO are compiled in Tables 4.1-12 
and 4.1-14 and qualified for use in TSPA in Section 4.1.2. These data provide a range of values 
to be sampled in TSPA for both goethite and HFO. The data in Tables 4.1-12 and 4.1-14 are 
used to develop the distributions described in Appendix K (see Section 6.3.4.3.3). 
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Table 6.3-4. Site Densities Conversions for Goethite 

Site Density 
(Various Units) Source Conversion 

Site Density 
(sites nnf2) 

3.28 x 10-6  Rodda et al. 1996 Model fitting (2-site Langmuir adsorption model for Zn and Pb). 1.97 
mol m-2  [DIRS 173710], Table 1 Site density value represents the summation of low- and high-affinity sites: 2.90 x 10 -6  + 

3.75 x 10-' = 3.28 x 10-6  mol m-2 . Value converted to sites nm -2  using the following relation: 

3.28 x10-6mo1/m2( 
6.022 x1023  1 x 10-18  m 2  

ll 	mol nm 2  

1.43 x 10-6  Rodda et al. 1996 Model fitting (2-site Langmuir adsorption model for Zn and Pb). 8.59 
mol m2  [DIRS 173710], Table 1 Site density value represent the summation of low- and high-affinity sites: 1.30 x 10 -5 + 

1.26 x 10-6  = 1.43 x 1e mol m2. Value converted to sites nm 2  using the following relation: 

1.43 x10 -5 mol/rn 2 
6.022 x10 23 \ I  1x10 -18  m 2  

ll 	mol 	, 2  nm 

2.2 x 10-6  Rodda et al. 1996 Model fitting (BET adsorption model for Zn). 1.32 
mol m2  [DIRS 173710], Table 5 Value converted to sites nm -2 using the following relation: 

2.2 x10 -6 mol/m 2 ( 
6 . 022 x 10 23  1 x Kr"  m 2  

mol 	JJ II
\\ nm 2 	, 

1.79 x 10-6  
mol g 1  

Trivedi et al. 2001 
[DIRS 173021], Table 3 

Fe adsorption edges. Value converted to sites 

1.79x10-4mol/g
(6.022x1023Y 

nm2  using the following relation: 
g 	Y1 x10 -18  m 2 1 

1.95 

m 2  A 	nm 2 	) mol 	,55.4 

4.22 x 10-5  
mol g-1  

Trivedi et al. 2001 
[DIRS 173021], Table 3 

NiEDTA adsorption edges. Value 

4.22 x10-5mol/g
(6.022 

converted 
x1023  \ 

to sites nm-2  using the following relation: 
g 	Y 1 x10 -18 m 2  

1.21 

mol 	, 21 m 2 A 	nm 2 	, 

3.54 x 10-6  
mol g -1  

Trivedi et al. 2001 
[DIRS 173021], Table 3 

PbEDTA adsorption edges. Value converted to sites nm-2  using the following relation: 1.02 

3.54 x10-5mol/g
(6.022 g x10 23 1 

mol 	21 m 2  ,, 

 1 x10 -13  m 2 ) 
nm 2  

140 Amol g -1  Hansmann and Anderson 
1985 [DIRS 173742], p. 547 

Maximum theoretical value estimated from crystal morphology. Value converted to 
sites nm -2  using the following relation: 

2.55 

140 
 gmol(lx1 0-6 mo1) 7 6.022x10 22 j( g 	)[1x10 -18  m 2  

g 	limo' 	mol 	33 m 2  ) 	nm2 , 

uo
go

an
sq

v  
po

ds
ua

u,
  o

p►
nu

o!
pu

li  
sg

g  



Lo
n i

N
ol

oo
 

rn 
in 
rn 

£0
 A

gl
l I

00
00

0 —
V

d—
SI

M
-1

N1
V 

Table 6.3-4. Site Densities Conversions for Goethite (Continued) 

Site Density 
(Various Units) Source Conversion 

Site Density 
(sites nm2) 

80 umol g -1  Hansmann and Anderson 
1985 [DIRS 173742], p. 547 

Estimated from maximum sorption data for selenite. Value 
following relation: 

converted to sites nm -2  using the 

j(lx10 -18 m 2 ) 

1.46 

80 
pmol(lx10 -6 mol)(6.022x101 	g 

g 	umol 	mol 	33m 2 	nm 2  

0.31 mmol g -1  Gabriel et al. 1998 
[DIRS 130407], pp. 124, 126 

Uranyl adsorption SCM. Value converted to sites nm -2  using the following relation: 

0.31 
mmol 	 g (I 

2.32 
x 10 -3 molI6.022 x 10 23 	1 x 10' m 2  \ 

g 	mmol 	mol 	80.5 m 2 	nm2 	i 

I 	I 

9.18 x 10 -6  
mol m2  

Muller and Sigg 1992 
[DIRS 173760], p 519 

Acid-base surface titration. Value converted to sites nm 2  using the following relation: 

9.18x10-6
mol(6.022x10 23 111x10-"m 2 )  
m 2 	mol 	A 	nm 2 	) 

5.53 

3.2 umol m2 Grate et al. 2004 
[DIRS 173751], p. 6561 

Arsenate isotherm (pH 4). Value converted to sites nri 2  using the following relation: 

\ 

1.93 

32
pmo1(1 x10 -6 moly6.022x10 23  \ (1X10 -18 M 2  

M 2 	!IMO' 	\ 	cool 	i 	nm 2  

2.2 wild m2  Grafe et al. 2004 
[DIRS 173751], p. 6561 

Arsenate isotherm (pH 7). Value converted to sites nm2  using 

2.2
limo! (1 x 10 -6 mo116.022 x10 23 	x 10' 8  m 2 ) ) r 1 

the following relation: 1.32 

m 2 	pmol 	j 	mol 	, 	nm 2  

5.2 umol m2  Hongshao and Stanforth 
2001 [DIRS 173754], 
p.4754 

Assumed value; converted to sites nm2  using the following relation: 3.13 

	

52
wnol 	x10' mol) i  6.022 x10 23 I1X10-18 M 2  \ (1 

	

m 2 	p.mol 	, 	mol 	nm2 	1 

210 pmol g -1  Machesky et al. 1991 
[DIRS 173758], p. 771 

Estimated from maximum sorption data. Value is twice measured loading, because a 
bidentate surface complex is proposed by the authors Value converted to sites nm -2  using 
the following relation: 

3.12 

(4210
Imo! \ f lx 10 -6 mo116.022 x10 22  \ 	g 	x10 -18  m2\  "1 

g 	„ 	Knot 	mol 	, 81 m 2 	nm 2 	, 
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The capacity (in moles of sites per gram of corrosion products) for sorption on stationary 
corrosion products is computed based on these four parameters (specific surface area and 
sorption site density of goethite and HFO), combining the capacity of goethite and HFO: 

[CDJG ± - Ct-IG) . 11F0][61)G N  S,G (1- 1°G)N  S,HFO] NA  

mass fraction of corrosion products as goethite (dimensionless) 

specific surface area of goethite (m 2  g-1 ) 

specific surface area of HFO (m 2  g-1 ) 

sorption site density for goethite (sites nm-2) 

N  S,HFO 
	= sorption site density for HFO (sites nm-2) 

NA 	= Avogadro's number (sites mo1-1 ). 

The factor of 10 18  converts the result from nm -2  to 111-2 . 

Table 6.3-5 and Table 6.3-6 show discrete probabilities for various values of several parameters. 
The sum of these parameters is 1.0, and the cumulative sum at any parameter value is the 
cumulative (probability) distribution function. 

Table 6.3-5. Sample Ranges and Distributions Used for Sorption on Goethite Corrosion Products 

Input Name Input Description Range Distribution 

Relative_Abundance_Goethite_a Fraction of total iron oxide that is 
goethite 

0.45 - 0.8 Uniform 

Goethite_Site_Density_a Goethite site density; discrete 
distribution 

Density (sites nm-2 ) Probability Level 

1.02 0.01786 

1.21 0.01786 

1.32 0.03571 

1.46 0.01786 

1.50 0.01786 

1.66 0.01786 

1.68 0.03571 

1.70 0.01786 

1.80 0.01786 

1.87 0.01786 

1.93 0.01786 

1.95 0.01786 

1.97 0.01786 

2.20 0.01786 

1 0" (Eq. 6.3.4.2.3.1-1) 

where: 

C°G 

sG  

'HFO 

N  S,G 

= 

= 

= 

= 
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Table 6.3-5. Sample Ranges and Distributions Used for Sorption on Goethite Corrosion Products 
(Continued) 

Input Name Input Description Range Distribution 
Goethite_Site_Density_a 
(continued) 2.30 0.07143 

2.31 0.01786 
2.32 0.01786 
2.55 0.01786 
2.60 0.03571 
2.70 0.01786 
2.89 0.01786 
2.90 0.03571 
3.00 0.01786 
3.12 0.01786 
3.13 0.01786 
3.30 0.03571 
3.40 0.01786 
4.00 0.01786 
4.20 0.01786 
4.60 0.01786 
4.84 0.01786 
4.90 0.01786 
5.00 0.01786 
5.53 0.01786 
6.15 0.01786 
6.30 0.01786 
6.31 0.03571 
6.60 0.01786 
7.00 0.05357 
7.20 0.01786 
7.40 0.01786 
8.00 0.01786 
8.16 0.01786 
8.38 0.01786 
8.59 0.01778 

Output DTN: SNO703PAEBSRTA.001. 
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Table 6.3 -6. Sample Ranges and Distributions Used for Sorption on HFO Corrosion Products 

Input Name Input Description Range Distribution 

HFO_Site_Density_a HFO site density; discrete 
distribution 

Density (sites nrn -2) Probability Level 
0.56 0.05263 
1.13 0.10526 
1.47 0.05263 
1.58 0.05263 
1.69 0.10526 
1.81 0.05263 
2.03 0.10526 
2.26 0.26316 
2.60 0.05263 
2.71 0.05263 
4.00 0.05263 
5.65 0.05265 

Output DTN: SN0703PAEBSRTA.001. 

6.3.4.3 	In-Package Diffusion Submodel for Commercial Spent Nuclear Fuel Waste 
Packages 

The objective of this submodel is to compute the effective diffusion coefficient, cross-sectional 
area for diffusion, and the path length for diffusion of radionuclides in a breached waste package. 
From these output parameters, the rate of diffusion of radionuclides from the waste package to 
the invert can be determined. 

The focus in this submodel is on diffusive releases from CSNF waste packages in no-seep 
regions of the repository (where no seepage into the drift or condensation on drift walls occurs). 
In a no-seep environment, the water saturation inside the CSNF waste package is computed as a 
function of relative humidity using a water vapor adsorption isotherm. In a seep environment 
(where seepage into the drift and condensation on drift walls occur), the water saturation in a 
CSNF waste package is set to 1.0, and is not dependent on the relative humidity in the waste 
package. For HLW packages, the water saturation is also set to 1.0 in seep environments 
independently of the relative humidity in the waste package. Under no-seep conditions, separate 
water vapor adsorption isotherms are used for CSNF and HLW packages, so the water saturation 
is computed separately for each type of waste package as a function of relative humidity. 

The fundamental basis of this submodel is that the only liquid water present is the thin film of 
adsorbed water that uniformly covers all surfaces exposed to humid air (Assumption 5.5). The 
relative humidity inside a breached waste package is assumed to be the same as the relative 
humidity in the drift (Assumption 5.5). In this submodel, all dissolution and diffusion of 
radionuclides occur in this thin film. 

As the steel internal components corrode, porous corrosion products accumulate in the interior of 
the waste package . Diffusion will occur on the thin water films coating the surfaces of particles 
of corrosion products. The extent of corrosion will determine the amount of corrosion products 
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and, in turn, the amount of adsorbed water that is present, from which the water saturation is 
computed. Together with estimates of the porosity, the effective diffusion coefficient is 
calculated using Archie's law. A bulk cross sectional area for diffusion is estimated for each 
domain, and the length of the diffusion path is a sampled parameter for each leg of the path from 
the waste form domain to the corrosion products domain to the invert domain. The extent of 
corrosion is taken to vary linearly over the lifetime of the waste package steels. The amount of 
water adsorbed is a function of the relative humidity. Consequently, the rate of diffusive releases 
varies over time. 

A number of uncertain parameters are associated with this submodel. The surface area available 
for adsorption of water is uncertain because the condition of the corrosion products cannot be 
determined—they may be finely powdered with a high specific surface, or agglomerated into an 
impermeable mass with low specific surface area, all depending on unpredictable circumstances 
and material behaviors. The water vapor adsorption isotherm used to calculate water saturation 
also contains uncertain parameters. The lengths of diffusive pathways could conceivably be 
considered uncertain because the location of the failed fuel rods and therefore the distance from 
the points of failure to the openings in the waste package outer corrosion barrier cannot be 
known. However, no credit is taken for the cladding—it is modeled as not providing any 
isolation capability once a waste package is breached—so the diffusive path length is fixed (see 
Section 6.5.2.1.1.1). 

6.3.4.3.1 Adsorption of Water Vapor in Commercial Spent Nuclear Fuel Waste Packages 

All surfaces exposed to water vapor will adsorb water. The amount of adsorbed water vapor 
depends principally on the nature of the material and the relative humidity. On clean metal 
surfaces, formation of hydrogen-bonded clusters of water molecules is common, because 
hydrogen bonding between two or more water molecules is often energetically competitive with 
the molecule-substrate bond (Thiel and Madey 1987 [DIRS 120496], p. 230). In contrast, on 
oxidized surfaces, water generally does not form hydrogen-bonded clusters at low coverage 
(Thiel and Madey 1987 [DIRS 120496], p. 337); the tendency to cluster is overridden by the 
oxide substrate-water interaction. On this basis, water adsorption is conceptualized in this 
submodel as forming uniform layers. 

In many cases, the first layer of water adsorbed is chemically bound to the surface (McCafferty 
and Zettlemoyer 1971 [DIRS 154378], p. 239) and is difficult to remove except at high 
temperatures, higher than will exist in the repository. Subsequent layers are less tightly bound, 
being attracted simply by van der Waals forces to lower water layers. The first few layers of 
water often form an ice-like structure with little mobility. As the relative humidity approaches 
100 percent, the outer layers of water begin to behave more like bulk liquid. At 100 percent 
relative humidity, bulk condensation of water occurs, forming a liquid phase. 

Most metals, except for inert metals such as gold and platinum, form an oxide or oxyhydroxide 
surface layer when exposed to oxygen or water. Thus, all metals in a waste package contain a 
surface oxide layer on which water adsorption takes place. In the case of Alloy 22, stainless 
steel, Zircaloy, and aluminum—metals found in the waste package or waste form—the surface 
oxide layer is passivating, where the resistance to oxygen diffusion protects the metal 
underneath. 
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Adsorption isotherms define the amount of water adsorbed as a function of relative humidity or 
relative pressure, provided sufficient time is allowed for equilibrium to be achieved. Isotherms 
have been measured for powdered samples of some metal oxides found in waste packages, 
including hematite (Fe203), goethite (FeOOH), HFO (FeOOH), nickel and chromium 
(hydr)oxides (oxidized components of stainless steel and carbon steel), Zr02 (oxidized surface of 
Zircaloy fuel rods and assembly components), UO2, Pu02, Th02, (components and fission 
products of SNF), and HLW glass. The amount of water adsorbed is represented as the statistical 
number of monolayers of water present if it uniformly covers the entire surface area of the 
sample. 

Water at solid surfaces varies in nature from a highly structured form on hydrophilic substrates 
to a loose, entropic form on more hydrophobic substrates possessing hydrophilic sites (Lee and 
Staehle 1994 [DIRS 154380], p. 74). The adsorption of water on solids depends on the capacity 
of the surface to orient the water dipoles, usually with the proton outward. Near polar surfaces 
of solids such as metal and oxides, the cause of the orientation of water molecules at the interface 
could be either hydrogen bonding or dipole-dipole interactions, depending on the chemical 
nature of the solid. Depending on the dissimilarity between the ordered (dipole-dipole), induced 
structure near the interface and the bulk structure, various thicknesses of the ordered layers are 
possible (Lee and Staehle 1994 [DIRS 154380], p. 75). 

The structure of liquid water is considered to consist of unbonded molecules and of molecules 
hydrogen-bonded in clusters that have a mean size of about 90 molecules at 0°C (Lee and 
Staehle 1994 [DIRS 154380], p. 79). At hydrophilic surfaces, such as most metal oxides, the 
structure of water resembles that of ice (McCafferty and Zettlemoyer 1971 [DIRS 154378], 
p. 239). This behavior is attributed to the existence of a monolayer in which the adsorbed water 
is held rigidly to the solid surface at fixed sites. The first layer is localized by double hydrogen 
bonding of a single water molecule to two surface hydroxyls. This highly constrained first layer 
relaxes in the next layers, where the water molecules start to possess a rotational degree of 
freedom, being singly hydrogen-bonded. The second layer becomes more ordered when 
hydrogen bonds to a third layer, and so on, until the ordering effect of the surface is overcome 
and bulk liquid layers form farther from the surface. On a hydrophobic surface, such as silica, 
different behavior is observed. When half of the surface hydroxyls on silica are occupied by 
water, the water starts to agglomerate into clusters instead of adsorbing uniformly over 
the surface. 

Layers of water adsorbed on an oxide surface can promote lateral ion movement, which sets up 
localized electrochemical cells due to inhomogeneities in the underlying metal (Lee and 
Staehle 1994, [DIRS 154380] p. 141). Such cells promote localized corrosion. Surface water 
dipoles may act to shield oxygen ions from an internal field that promotes ion movement. On the 
other hand, the gel-like structure of a metal oxyhydroxide may not support the charge separation 
that normally accounts for the field-driven process. Instead, ion movement may take place under 
the influence of a concentration gradient. The first layers of adsorbed water often do not contain 
ions from the solid (Lee and Staehle 1994 [DIRS 154380], p. 73), which indicates that multiple 
water layers are needed in order for solid species (such as radionuclides) to dissolve and diffuse. 
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As a bounding assumption in the RTA, it is assumed (Assumption 5.5) that the adsorbed water 
film behaves as a bulk liquid in that radionuclides dissolve in this film and that colloids as well 
as radionuclides diffuse through it. 

Waste package corrosion products are considered to be a mixed assemblage of iron, chromium, 
and nickel oxides (see Section 6.3.4.2.1). The properties of hematite (Fe203), goethite (FeOOH), 
hydrous ferric oxide (HFO), Cr203, and NiO are used for calculating the amount of water 
adsorbed onto stationary corrosion product surfaces. The adsorptive behavior of the iron, nickel, 
and chromium oxides is similar insofar as water vapor adsorption is concerned, so a single 
adsorption isotherm is used to represent all corrosion products (see Section 6.3.4.3.2). 

While it is difficult to predict the precise nature of corrosion products in terms of texture and 
grain size, it is reasonable that corrosion products will accumulate within the waste package as 
fine-grained masses of material. The in-package degradation products described in 
Section 6.3.4.2.1 are envisioned to be composed of unconsolidated particulates and larger 
agglomerations of clays, iron oxyhydroxides, and other mineral assemblages in unknown 
proportions that slump to the bottom of the waste package over time. Any seepage through the 
waste package is expected to flow through the sludge at the bottom of the waste package. The 
water adsorption isotherm developed for corrosion products in Section 6.3.4.3.2 is compared 
here with the water retention characteristics of fine-grained soils. This comparison shows that 
corrosion products exhibit similar water retention behavior as a fine-grained geologic porous 
medium and can thus be described in terms of the behavior of porous media such- as soils. 
Figure 6.3-6 (adapted from Or and Tuller 1999 [DIRS 173799], Figure 5) presents data for 
clay-dominated soils plotted as water film thickness as a function of water vapor partial pressure. 
Water film thickness is a function of the number of adsorbed water layers. Water vapor partial 
pressure is proportional to RH; as the partial pressure approaches the vapor pressure of 3169 Pa 
at 25°C; (Lide 1981 [DIRS 162229], p. 6-10), RH approaches 1.0, and the adsorbed water film 
thickness increases rapidly, with bulk condensation occurring when RH = 1.0. 
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Figure 6.3 -6. 	Water Adsorption Behavior of Seven Clay -Dominated Soils 
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Figure 6.3-7 	Comparison of the Corrosion Products Water Adsorption Isotherm with Water Adsorption 
Behavior of Seven Clay-Dominated Soils 
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The data points in Figure 6.3-6 represent measured water retention data for seven soils with 
varying mixtures of clays (montmorillonite and kaolinite); the upper and lower curves are 
functions calculated in "Liquid Retention and Interfacial Area in Variability Saturated Porous 
Media: Upscaling from Single-Pore To Sample-Scale Model" (Or and Tuller 1999 
[DIRS 173799]). The functions calculated by Or and Tuller are compared with the corrosion 
products water adsorption isotherm in Figure 6.3-7. The band shows the bounds of the corrosion 
products water adsorption isotherms from Figure 6.3-34 plotted as a function of water partial 
pressure. The water adsorption isotherm for corrosion products, agree well with empirical water 
retention data for clays having a range of compositions. This indicates that the porous media 
characteristics of fine-grained hematite and clay are similar. 

The waste package corrosion products will begin to adsorb water after the temperature falls 
below the boiling point and the RH begins to rise. Information on water adsorption isotherms is 
scarce at temperatures above 25cC, although sources indicate that at some higher temperatures 
the water sorption isotherm for hematite shows no significant dependence on temperature at a 
given RH, and that an adsorption isotherm for 25°C is a good approximation for isotherms for 
higher temperatures. For example, McCafferty and Zettlemoyer (1970 [DIRS 154382]) 
experimentally determined the entropy of adsorption for water on hematite (a-Fe20 3 ) at several 
temperatures and up to RH of about 0.7 at 25°C and 0.5 and at 35°C. Figure 6.3-8 presents the 
data of McCafferty and Zettlemoyer (1970 [DIRS 154382]) in terms of relative pressure 
(i.e., RH) and number of water layers. 
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Figure 6.3-8. 	Isotherms for Water Vapor on a-Fe203 
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Source: Or and Tuller 1999 [DIRS 173799], Figure 5. 

Figure 6.3-6. Water Adsorption Behavior of Seven Clay -Dominated Soils 
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Figure 6.3-7. Comparison of the Corrosion Products Water Adsorption Isotherm with Water Adsorption 
Behavior of Seven Clay-Dominated Soils 
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The data points in Figure 6.3-6 represent measured water retention data for seven soils with 
varying mixtures of clays (montmorillonite and kaolinite); the upper and lower curves are 
functions calculated in "Liquid Retention and Interfacial Area in Variability Saturated Porous 
Media: Upscaling from Single-Pore To Sample-Scale Model" (Or and Tuller 1999 
[DIRS 173799]). The functions calculated by Or and Tuller are compared with the corrosion 
products water adsorption isotherm in Figure 6.3-7. The band shows the bounds of the corrosion 
products water adsorption isotherms from Figure 6.3-34 plotted as a function of water partial 
pressure. The water adsorption isotherm for corrosion products, agree well with empirical water 
retention data for clays having a range of compositions. This indicates that the porous media 
characteristics of fine-grained hematite and clay are similar. 

The waste package corrosion products will begin to adsorb water after the temperature falls 
below the boiling point and the RH begins to rise. Information on water adsorption isotherms is 
scarce at temperatures above 25°C, although sources indicate that at some higher temperatures 
the water sorption isotherm for hematite shows no significant dependence on temperature at a 
given RH, and that an adsorption isotherm for 25°C is a good approximation for isotherms for 
higher temperatures. For example, McCafferty and Zettlemoyer (1970 [DIRS 154382]) 
experimentally determined the entropy of adsorption for water on hematite (a-Fe203) at several 
temperatures and up to RH of about 0.7 at 25°C and 0.5 and at 35°C. Figure 6.3-8 presents the 
data of McCafferty and Zettlemoyer (1970 [DIRS 154382]) in terms of relative pressure 
(i.e., RH) and number of water layers. 
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Figure 6.3 -8. 	Isotherms for Water Vapor on a- Fe203  
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Lee and Staehle (1997 [DIRS 104943]) investigated the adsorption of water on iron at RH values 
up to about 0.95 under humidified air and temperatures ranging from 7°C to 85°C. They 
determined that under the experimental conditions an oxide layer formed on the surface of the 
iron (Lee and Staehle 1997 [DIRS 104943], pp. 34-5, p. 41). The authors experimentally 
determined the increased mass of the samples due to water adsorption using the quartz-crystal 
microbalance technique (Lee and Staehle 1997 [DIRS 104943]). They showed that the 
measurements of mass increase due to water adsorption were similar for the five temperatures 
used, within the scatter of the data; scatter increased with increasing temperature (Lee and 
Staehle 1997 [DIRS 104943], Figure 9). The authors concluded that water coverage of one 
monolayer thickness was exhibited at 10 percent RH at 25°C, 10 percent RH at 45°C, 
and 6 percent RH at 85°C. Furthermore, multilayer adsorption and capillary condensation 
occurred as RH increased. Based on the shapes of the isotherms, they concluded that capillary 
condensation and filling of pores occurred at all temperatures and RH ranges investigated (Lee 
and Staehle 1997 [DIRS 104943]). 

The temperature dependence of water retention curves has not been extensively studied but in 
recent years has been receiving more attention. The most important physical factors affecting 
the capillary pressure (also called matric suction) for a given water content, are probably pore 
space topology, interfacial tension, and temperature (Bachmann and van der Ploeg 2002 
[DIRS 174739], p. 468). In general, an increase in temperature results in a decrease in liquid 
surface tension, which causes a decrease of the contact angle and capillary pressure (i.e., less 
negative values) at a given degree of saturation. Further, in most cases, surface tension of a soil 
solution is somewhat lower than that of pure water (Bachmann and van der Ploeg 2002 
[DIRS 174739], p. 473), and the temperature effect on the surface tension of soil solutions is 
larger than for pure water (Bachmann and van der Ploeg 2002 [DIRS 174739], p. 474; Nimmo 
and Miller 1986 [DIRS 174124], p. 1112). 

Capillary pressure is generally thought to decrease linearly as a function of temperature at a 
given volumetric water content. A detailed treatment of this relationship is beyond the scope of 
this report, but the following relationships are pertinent to this discussion. The dependence on 
temperature and volumetric water content of the capillary pressure due to liquid surface tension 
effect may be expressed as (Bachmann and van der Ploeg 2002 [DIRS 174739], p. 474): 

w(T, 0 6, a(9)+ b(0)T , 	 (Eq. 6.3.4.3.1-1) 

where: 

= volumetric water content (percent) 

yr(T , 0 	= capillary pressure as function of temperature and volumetric water 
content (Pa) 

T 	= temperature (K) 

a 	= fitting parameter (Pa) 

b 	= fitting parameter (Pa K-I ). 
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This leads to a generalized expression for the temperature dependence of capillary pressure 
(Bachmann and van der Ploeg 2002 [DIRS 174739], p. 475; Grant and Salehzadeh 1996 
[DIRS 174738], p. 266): 

where: 

v(T) = / QO +T I  

080 + Tr  (Eq. 6.3.4.3.1-2) 

1,11 

	 = capillary pressure at reference temperature, Tr  (Pa) 

Tr 	= reference temperature (K) 

/80 
	= alb. 

Equation 6.3.4.3.1-2 may be incorporated into any empirical capillary pressure function (Grant 
and Salehzadeh 1996 [DIRS 174738], p. 266). Incorporation into the closed-form equation of 
van Genuchten 1980 [DIRS 100610] yields (Bachmann et al. 2002 [DIRS 173887], Equation 7): 

 

8(11/ ,T)= Or  + Os  — Or  (Eq. 6.3.4.3.1-3) 

where: 

{ + a v(T 

v(T) 	= capillary pressure (Pa) 

Off, T) = volumetric water content as a function of capillary pressure and 
temperature (percent) 

Or 	= residual water content (percent) 

6. 	= saturated water content (percent) 

a 	= fitting parameter (Pa-I ) 

m 	 fitting parameter (dimensionless) 
n 	 fitting parameter (dimensionless) 

The results of several investigations of temperature dependence of capillary pressure are 
presented below. 

Bachmann et al. (2002 [DIRS 173887]), in the course of investigating the effects of temperature 
on capillary pressure and angle of contact, studied drying and wetting of three soil types and 
determined maximum and minimum saturations as a function of temperature up to 38°C. The 
particle sizes were in the sand and silt ranges, in contrast to the soil data from Or and Tuller 
(1999 [DIRS 173799]) shown in Figure 6.3-6, which are clay mixtures. 

The samples of Bachmann et al. (2002 [DIRS 173887]) included a sand and a silt. The sand 
exhibited a temperature dependence of water content at saturation (A0 5  /AT) (percent°C-I ) 
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of —0.173, and the. AO, / AT for silt was —0.140. While the data represent only two samples, the 
two values for AO, /AT are in close agreement. These indicate that maximum saturation from 
wetting decreases with temperature. 

Romero et al. (2001 [DIRS 174022]) conducted a series of experiments with clay samples to 
investigate the influence of temperature on the hydraulic properties of fine-grained soils. The 
authors adapted vapor equilibrium and axis translation techniques to the measurement of 
hydraulic properties of prepared clayey samples at temperatures to 80°C for a range of matric 
suctions and water contents. 

Samples of clay powder were prepared from natural Boom clay (from Mol, Belgium). Results 
from the vapor equilibrium technique at four different temperatures are presented in 
Figure 6.3 -9. The figure presents the data at total constant suction, tit (MPa), in terms of water 
content (for which Romero et al. use the symbol w), and temperature, T (°C). Suction values 
of 32 MPa to 6 MPa correspond to RH values of roughly 80 to 97 percent. The changes in water 
content as a function of temperature are small; for yr = 6 MPa and w approximately 12 percent, 
Aw/AT was only —0.038 x 10-3  K-1 . 

Temperature, I (°C) 

Source: Romero et al. 2001 [DIRS 174022], Figure 4. 

NOTE: 	Samples are clay powder prepared from natural Boom clay, Mol, Belgium. 

Figure 6.3-9. Water Content versus Temperature at Four Constant Suction Values 

Figure 6.3 - 10 presents the same data at constant water content, w (percent), in terms of total 
suction, tlf (MPa), and temperature, T (°C). Changes in suction with respect to temperature at 
constant water content are also relatively small. For w = 11 percent and yi approximately 7 MPa, 
A v/AT is only —0.015 MPa K -1 . The figure also presents the slopes of A tit/AT for constant water 
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content as predicted by surface tension theory. The effect of temperature is greater than surface 
tension theory alone would predict. Other investigators of unsaturated soil properties have 
reached the same conclusion (Nimmo and Miller 1986 [DIRS 174124]; Hopmans and Dane 1986 
[DIRS 174122]; Haridasan and Jensen 1972 [DIRS 174125]). 

Source: Romero et al. 2001 [DIRS 174022], Figure 4. 

NOTE: 	Samples are clay powder prepared from natural Boom clay, Mol, Belgium. Dashed curves represent 
values as predicted by surface tension theory. 

Figure 6.3-10. Total Suction versus Temperature at Six Constant Water Contents 

Constantz (1991 [DIRS 174120]) investigated isothermal and isobaric water retention in two 
different porous materials, a sand (the Oakley Sand, from Contra Costa County, California, bulk 
density 1.77 g cm 3, porosity 0.34) and a nonwelded tuff core sample (part of the Paint Brush 
Tuff, Yucca Mountain, Nevada, bulk density 1.30 g cm-3 , porosity 0.52). 

Isothermal water retention tests were conducted at 20°C and 80°C. The author states, "[a]s 
expected, measurably less water was held within each matrix at 80°C compared to 20°C, except 
near saturation" (Constantz 1991 [DIRS 174120], p. 3167). Figure 6.3-11 shows hysteresis 
loops for the two samples generated by cycling the pressure on the samples up and then down at 
constant temperature; this procedure was followed at each temperature. The curves illustrate the 
small response to temperature at near saturation conditions. 
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Source: Constantz 1991 [DIRS 174120], Figure 3. 

Figure 6.3-11. Water Content (Expressed as Fraction, or m 3  m-3) versus Matric Potential at 20°C and 
80°C Hysteresis Curves for a Sand and a Nonwelded Tuff 

The isobaric tests were conducted by determining water content at 20°C, then 80°C, and then 
back to 20°C at constant pressure to effect a drying-wetting cycle. Figure 6.3-12 shows the 
results of these tests at four pressures (-3 kPa, —5 kPa, —8 kPa, and —12.5 kPa) for the sand, and 
three pressures (-8 kPa, —12.5 kPa, and —26 kPa) for the tuff. The drying part of the cycle, i.e., 
from 20°C to 80°C, results in a significant reduction in water content, particularly at the lower 
pressures. However, for the wetting part of the cycle, i.e., from 80°C to 20°C, results indicate 
that little water was reincorporated into the samples. This is as expected; the gain in water 
content from 80°C to 20°C represents only a few percent. 
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Source: Constantz 1991 [DIRS 174120], Figure 4. 

NOTE: 	For each matric potential, water content was determined at 20°C, then 80°C, then again at 20°C. 

Figure 6.3-12. Water Content (Expressed as Fraction, or m 3  m-3) versus Temperature at Constant 
Matric Potential for a Sand and a Nonwelded Tuff 

During cooldown after the thermal period, humidity will rise and water will adsorb onto surfaces. 
The results of Constantz (1991 [DIRS 174120]) support the thesis that temperature has a small 
effect on water content near saturation, i.e., at low suction, high RH conditions. 

Experimental studies of water adsorption and soil water retention have been limited to RH values 
below about 98 percent. This is due at least in some cases to difficulties with condensation in the 
experimental apparatus. For example, McCafferty and Zettlemoyer (1970 [DIRS 154382]) noted 
that their 25°C runs were limited to relative pressures (RH) of about 0.7 due to condensation of 
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P., 

px 

= 
= 

k = 

partial pressure of water (Pa) 

vapor pressure of water (Pa) 

FHH adsorption isotherm fitting parameter (dimensionless) 

s 	= FHH adsorption isotherm fitting parameter (dimensionless) 

V 

	

	volume of water vapor adsorbed at relative pressure pw  I p„' (m3  H2O kg-1  
sorbent) 

v,„ 	= volume of adsorbed water vapor that provides a one-monolayer coverage 
on the surface (m3  H2O kg-I  sorbent). 

—k  
(V/Vis  

(Eq. 6.3.4.3.2-1) 
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water vapor in the dosing bulbs. The soils data from Or and Tuller (1999 [DIRS 173799]) 
presented in Figure 6.3-6 have a maximum RH of about 98 percent. The Lee and Staehle (1997 
[DIRS 104943]) data described above were obtained at maximum RH of about 95 percent. 

The transition from "water layer behavior" to "bulk liquid behavior" begins in the vicinity of the 
high RH values at which experimental difficulties with condensation begin to occur. However, 
the RH values at which porous media approach saturation are higher, well above 99 percent. 
Two arguments support extrapolation of film thickness-scale water adsorption isotherms to high 
RH, with concomitant high saturation and bulk water behavior. First, the goodness of fit shown 
by the steel corrosion products water adsorption isotherm and the calculated soils isotherms 
(which are based on empirical retention curve data), shown in Figure 6.3-7, indicate that water 
behavior in corrosion products may be approximated by the water retention behavior of clays. 
Second, the goodness of fit of all cited data to similarly shaped isotherms adds confidence to the 
extrapolation of those isotherms to the high RH values where more generic porous medium 
behavior is exhibited. 

6.3.4.3.2 Corrosion Products Water Vapor Adsorption Isotherm 

The isotherms for adsorption of water onto metal oxides have been extensively measured and 
reported in the literature. A relationship for the coverage (i.e., number of monolayers of water 
adsorbed) as a function of relative humidity is often based on the Frenkel-Halsey-Hill (FHH) 
Equation for multilayer adsorption: 
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The ratio of water vapor partial pressure to vapor pressure, sometimes referred to as the relative 
pressure, is the relative humidity (RH). The ratio of V to V. is the statistical number of 
monolayers of water (i.e., the number of layers of individual water molecules) adsorbed on the 
surface, assuming complete and uniform coverage. Letting 0a  = V / V„, and RH = p 1 px, , the 
FHH correlation may be written in general terms with parameters k and s: 

ln(RH) = esk  , 	 (Eq. 6.3.4.3.2-2) 

or 

-4  – k  0 
ln(RH)1 • 

(Eq. 6.3.4.3.2-3) 

Water vapor adsorption isotherms for products of stainless steel corrosion—oxides of iron, 
chromium, and nickel—are shown in Figures 6.3-13 – 6.3-33. Although smooth curves are 
shown in each plot, only the measured data points, as indicated by symbols in the plots, were 
used to develop the representative isotherm for generic corrosion products. These data points 
were obtained by digitizing each plot using Grab It!TM Excel based digitizing software, and are 
listed in Table 4.1-19. All data points extracted from the original plots are used, although 
statistical analyses might suggest some data points to be outliers. Since there is no basis for 
eliminating any data in the literature sources, none was deleted. 

The data for all the iron, nickel, and chromium oxyhydroxides in Table 4.1-19 were combined, 
and a single composite FHH adsorption isotherm was fit to the combined data in Figure 6.3-34. 
The justification for combining the data for different materials is that the variability in the 
measured amount of water adsorbed, even for a single substance, tends to be large due to 
variations in how a sample was prepared, pretreated, and tested. Various techniques were used 
to measure the amount of water adsorbed; the precision of the techniques is seldom reported. 
The humidity during measurements is maintained using a variety of techniques, also of uncertain 
precision. The result of all this variability and uncertainty is that adsorption isotherms for many 
substances overlap, as seen in Figure 6.3-34. In addition to uncertainty due to measurements of 
adsorption isotherms, the mineralogical composition and morphology of corrosion products and 
SNF degradation products is uncertain. To account for this uncertainty, the parameters in the 
adsorption isotherm used for corrosion products are assigned ranges based on three standard 
deviation variations about the mean values of the FHH fitting parameters s and k (1.632 and 
1.155, respectively). Both parameters are assigned uniform distributions, although a joint normal 
distribution is also justified on the basis of assumptions implicit in the statistical analysis from 
which the ranges were calculated. The 95 percent prediction interval is also shown in 
Figure 6.3-34; this measure of uncertainty was considered to be too broad, resulting in 
excessively high or low estimates of water saturation in corrosion products. The corrosion 
products adsorption data are analyzed in output DTN: SNO703PAEBSRTA.001, Excel file 
Corrosion Products Composite Isotherm 7-19-2007.xls. In the TSPA, the FHH parameters s and 
k are sampled independently in each realization and the resulting adsorption isotherm is then 
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fixed for the entire realization. The functional dependence on s and k is such that (smin, kmax) and 
(s max, kmin) bound the isotherms; these are the bounds shown in Figures 6.3-7 and 6.3-34. 

Range for corrosion products FHH parameter s: 	1.493 — 1.799 (dimensionless). 
Range for corrosion products FHH parameter k: 	1.030 — 1.326 (dimensionless). 

The FHH isotherm function causes curves with a range of s and k values to converge as RH 
approaches zero, resulting in a narrow band of uncertainty at low RH. The FHH isotherm was 
developed for multilayer adsorption (Gregg and Sing 1982 [DIRS 153010], pp. 89 — 90), so it fits 
data best at RH>0.7 or so, where there is more than one water layer adsorbed. There, the 
uncertainty band in Figure 6.3-34 captures a good portion of measured data. Most adsorption 
data are taken at low RH, since the objective is typically to reveal surface properties that become 
obscured by multiple water layers. At low RH, much of the measured data fall outside the band 
of uncertainty. However, since multiple layers of water are needed for diffusive transport to take 
place, the high-RH range behavior is of greatest importance for use in the TSPA. Thus, the 
goodness of the model fits to the measured data at low RH is not as important as at high RH. 
The uncertainty in adsorptive behavior at low RH contributes to the overall uncertainty, but low-
RH behavior has no impact in the TSPA calculations because insufficient water is present for 
transport to occur. 

Source: McCafferty and Zettlemoyer 1970 [DIRS 154382], Fig. 3 

Figure 6.3- 13. Water Vapor Adsorption Isotherm for a-Fe203  
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Figure 6.3-14. Water Vapor Adsorption Isotherm for a-Fe203 

Source: Morimoto et al. 1969 [DIRS 162877], Fig. 4 

Figure 6.3-15. Water Vapor Adsorption Isotherm for a-Fe203 

Source: Kuwabara et al. 1987 [DIRS 178682], Fig. 1 

Figure 6.3-16. Water Vapor Adsorption Isotherm for a-Fe203 
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Source: 	Micale et al. 1985 [DIRS 173785], Fig. 1 

NOTE: 	Reference erroneously shows this as Fig. 1 (methanol isotherms), but the text and figure captions indicate 
that this is meant to be Fig. 2 (ct-Fe2O3 isotherms). 

Figure 6.3-17. Water Vapor Adsorption Isotherm for a-Fe203 

Source: Micale et al. 1985 [DIRS 173785], Fig. 3 

Figure 6.3-18. Water Vapor Adsorption Isotherm for y-FeOOH 
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Figure 6.3-19. Water Vapor Adsorption Isotherm for a-Fe203 

Source: Jurinak 1964 [DIRS 154381], Fig. 6 

Figure 6.3 -20. Water Vapor Adsorption Isotherm for y-FeOOH 
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Figure 6.3-21. Water Vapor Adsorption Isotherm for Goethite 
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Figure 6.3-22. Water Vapor Adsorption Isotherm for Goethite 
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Source: Hofmann et al. 2004 [DIRS 173783], Fig. 8 

Figure 6.3-23. Water Vapor Adsorption Isotherm for HFO 
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Figure 6.3 -24. Water Vapor Adsorption Isotherm for Amorphous Ferric Oxide Hydroxide 
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Figure 6.3-25. Water Vapor Adsorption Isotherm for Cr 203  

Source: Kittaka et al. 1983 [DIRS 178681], Fig. 7 

Figure 6.3-26. Water Vapor Adsorption Isotherm for Cr 203  
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Source: Nagao et al. 1995 [DIRS 162878], Fig. lb 

Figure 6.3-27. Water Vapor Adsorption Isotherm for Cr203 
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Figure 6.3-28. Water Vapor Adsorption Isotherm for Cr203 
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Source: Kittaka et al. 1984 [DIRS 178830], Fig. 5 

Figure 6.3-29. Water Vapor Adsorption isotherm for a-HCrO 2  

Source: Kittaka et al. 1984 [DIRS 178830], Fig. 6 

Figure 6.3-30. Water Vapor Adsorption isotherm for a-HCrO2  
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Source: Carruthers et al. 1971 [DIRS 178656], Fig. 7 

Figure 6.3-31. Water Vapor Adsorption Isotherm for Chromium Oxide Gel 

Source: Rice et al. 1980 [DIRS 178725], Fig. 2 

Figure 6.3 -32. Water Vapor Adsorption Isotherm for NiO 
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Source: Micale et al. 1976 [DIRS 179136]. Fig. 3 

Figure 6.3-33. Water Vapor Adsorption Isotherm for NOM 
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Figure 6.3-34_ Composite Water Vapor Adsorption Isotherm for Steel Corrosion Products 

The average thickness of a monolayer of water can be computed from the cross-sectional area of 
a water molecule. Values reported in the literature for the cross-sectional area of a water 
molecule range from about 10.5 A2  (Gregg and Sing 1982 [DIRS 1530101, p. 188). 
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corresponding to a "close-packed"  monolayer of water, to 10.8 A2  (Jurinak 1964 
[DIRS 154381]). Holmes et al. (1974 [DIRS 154379], p. 368) and McCafferty and Zettlemoyer 
(1970 [DIRS 154382], p. 453) assume a cross-sectional area of the water molecule of 10.6 A 2 . 
In this report, a value for the cross-sectional area of a water molecule of Aw = 10.6 A2  per 
molecule (McCafferty and Zettlemoyer 1970 [DIRS 154382], p. 454) is used. Using a water 
density at 25 °C of low = 997.0449 kg I11-3  (Weast 1985 [DIRS 111561], p. F-5), the thickness of a 
water monolayer film, tf  , is: 

t I = 	"' 
A,,,p„,N A  

 

 

18.01528 x10-3 kg  
- 

mol (Eq. 6.3.4.3.2-4) ( 	 2 \ molec) 10.6 x10 -20 	 997.0449 
kg 	\ 

• 
(6 02214199 x10 23 	 

	

molec 	 3  mol 

= 2.83 x10 -1°  m, 

where NA  is Avogadro ' s number (Lide 2002 [DIRS 160832], p. 1-7), and M,,, is the molecular 
weight of water (kg moil ). Using a water molecule cross-sectional area of 10.8 A 2  instead of 
10.6 A2  would have a negligible effect, giving a monolayer thickness of 2.78 x 10 -10  m. 

At 50°C, the density of water is 988.0363 kg 111-3  (Weast 1985 [DIRS 111561], p. F-5) and the 
adsorbed water monolayer thickness is 2.86 x 10 -10  m, which shows that the monolayer 
thickness sensitivity to temperature is small. 

6.3.4.3.3 Specific Surface Area of Metal Oxides 

The specific surface areas of waste package component corrosion products are shown in 
Table 6.3-7. Most measurements of specific surface area listed in Table 6.3-7 were made using 
the BET nitrogen method. Water is sometimes used (Harju et al. 2005 [DIRS 178670], Table 6). 
However, measurement of surface area as well as the water adsorption isotherm itself is 
problematical due to chemisorption of water. Jurinak (1964 [DIRS 154381], p. 480) measured 
surface area of Fe203 by nitrogen adsorption ranging from 9.60 to 9.70 m 2  g 1 , whereas water 
adsorption surface areas ranged from 6.52 to 9.10 m 2  g-1 . It was concluded that about one-third 
of the Fe203 is covered with chemisorbed water that, unless removed by activation (i.e., heating 
to at least 425 °C), blocks water adsorption sites on the surface. Heat treatment of the sample to 
sufficiently high temperature to drive off all of the chemisorbed water can, however, alter the 
pore structure of material and affect the adsorptive properties. For example, Carruthers et al. 
(1971 [DIRS 178656], p. 214), found that heating chromium oxide gels caused micropores to be 
enlarged and the specific surface area to be reduced, which reduced the amount of water 
adsorbed and resulted in water uptake becoming reversible when it had been irreversible prior to 
heat treatment. 
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Specific surface areas for goethite (S G ) and HFO (sHR))  are used for the competitive 
radionuclide sorption model (Section 6.3.4.2.3) as well as for the water sorption and saturation 
model in this section. Due to the comparatively greater impact on radionuclide transport, as well 
as the greater availability of data, the specific surface areas of these species have been analyzed 
in greater detail than other corrosion products. As described in Appendix K, the extensive 
specific surface area data presented in Tables 4.1-12 (goethite) and 4.1-14 (HFO) have been 
found to fit the following truncated lognormal distributions: 

Goethite: 	Range = 14.7 — 110 m2  g-1  
Mean = 51.42 m2  g' 
Mean of ink = 3.793 
Standard deviation = 30.09 m 2  g-1  
Standard deviation of ln(VG ) = 0.543. 

HFO: 	Range = 68 — 600 m2  g' 
Mean = 275.6 m2  g' 
Mean of ln(sHFO ) = 5 . 541  
Standard deviation = 113.4 m 2  g-1  
Standard deviation of ln(s HFO ) = 0 . 396 . 

Ranges and distributions for nickel and chromium oxyhydroxides are based on the data shown in 
Table 4.1-19 and summarized in Table 6.3-7. Distributions for both parameters are uniform. 

NiO: 	Range = 1.0 — 30 m2  g-I . 

Cr203: 	Range = 1.0 — 20 m 2  g-I . 

Table 6.3-7. Specific Surface Area of Various Waste Package Corrosion Products 

Corrosion 
Product 

Specific Surface 
Area (m2  g-1 ) Source 

Goethite 14.7 — 110 See Table 4.1-12 
HFO 68 — 600 See Table 4.1-14 
Fe203 1.8  Langmuir 1997 [DIRS 100051], Table 10.2 

(natural hematite) 

3.1 Langmuir 1997 [DIRS 100051], Table 10.2 
(synthetic hematite) 

5.60 Tamura et al. 1999 [DIRS 161625], Table 1 
(Grignard method) 

9.1 Jurinak 1964 [DIRS 154381], p. 480 

10 McCafferty and Zettlemoyer 1970 [DIRS 
154382], p. 453 

13.3 — 14.3 Gregg and Sing 1982 [DIRS 153010], Table 
3.17 

14.5 Morimoto et al. 1969 [DIRS 162877], Table I 
(from calcinations of FeSO4.7H20) 

ANL—WIS—PA-000001 REV 03 
	

6-85 	 October 2007 



EBS Radionuclide Transport Abstraction 

Table 6.3 -7. Specific Surface Area of Various Waste Package Corrosion Products 
(Continued) 

Corrosion 
Product 

Specific Surface 
Area (m2  g-) Source 

15.9 Tamura et al. 1999 [DIRS 161625], Table 1 
(NaOH method) 

21.2 Morimoto et al. 1969 [DIRS 162877], Table I 
(from calcinations of a-FeOOH) 

21.4 Briand et al. 2001 [DIRS 161617], Table 4 
Cr203 3.0 Briand et al. 2001 [DIRS 161617], Table 4 

17.5 Carruthers et al. 1971 [DIRS 178656], Table 
IV; chromium oxide gel, Sample C2(775)16 

10.1 Carruthers et al. 1971 [DIRS 178656], Table 
IV; chromium oxide gel, Sample C2(885)2 

10.1 Carruthers et al. 1971 [DIRS 178656], Table 
IV; chromium oxide gel, Sample C2(910)20 

5.24 Harju et al. 2005 [DIRS 178670], Table 6 
3.40 Kittaka et al. 1983 [DIRS 178681], Table 1 

20.1 Kittaka et al. 1984 [DIRS 178830], Table 1; 
a-HCr02 

1.09 Tamura et al. 1999 [DIRS 161625], Table 1 
12.0 Nagao et al. 1995 [DIRS 162878], p. 222 

Ni0 1.1 Briand et al. 2001 [DIRS 161617], Table 4 
12.0 Nagao et al 1995 [DIRS 162878], p. 222 
17 Micale et al. 1976 [DIRS 179136], p. 541 
33 Micale et al. 1976 [DIRS 179136], p. 542 
22.4 Matsuda et al. 1992 [DIRS 154383], p. 1839 

[for NiO(II)] 
CoO 0.4 Briand et al. 2001 [DIRS 161617], Table 4 
MoO3 5.0 Briand et al. 2001 [DIRS 161617], Table 4 
UO2 
(SNF) 

0.4 BSC 2004 [DIRS 172453], Table 6-9 (Group 
8b) 

TiO2 9.94 Morimoto et al. 1969 [DIRS 162877], Table I 
Zr02 14.5 Holmes et al. 1974 [DIRS 154379], p. 368; 

average of 2 values 
39.0 Briand et al. 2001 [DIRS 161617], Table 4 

6.3.4.3.4 Waste Package and Corrosion Product Mass, Surface Area, and Porosity 

6.3.4.3.4.1 Waste Package Corrosion Product Mass 

The maximum potential mass of sorbing material in the waste package has been estimated using 
compositional information from Table 4.1-15 and numbers and masses of components listed in 
design drawings listed in Tables 4.1-20 and 4.1-22. The mass of sorbing material in the waste 
package is based on the corrodible contents of Stainless Steel Type 304B4, Stainless Steel 
Type 316, Carbon Steel Type A 516, and aluminum Type 6061,and the masses of these alloys in 
the 21-PWR and 5- DHLW/DOE Long waste package types. As pointed out in 
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Section 6.3.3.1.1, all waste packages in the repository are represented by these two waste 
packages, because they are the most common of the two basic types-CSNF and codisposal. 
The estimated masses of corrosion products are in output DTN: SN0703PAEBSRTA.001, file 5- 
DHLW-SNF DOE Long + TMI SNF + 21-PWR TAD 7-10-2007.xls, and shown in Tables 6.3-8 
and 6.3-9. For purposes of estimating the mass of corrosion products, the corrosion products are 
modeled as FeOOH, Cr203, and NiO (Section 6.3.4.2.1), and the mass of corrosion products is 
calculated based on the ratio of molecular weights of FeOOH, Cr203, and NiO to the atomic 
weight of iron, chromium, and nickel, respectively, accounting for stoichiometry. In 
Section 6.5.2.2, the procedure for computing the time-dependent corrosion product mass is 
developed. That calculation makes use of the masses of each type of steel (stainless steel or 
carbon steel) and the total steel mass in each waste package domain, as summarized in 
Tables 6.3-8 and 6.3-9. 

Because the TSPA calculations were started before the direct confirming data were available in 
the design interface documents (SNL 2007 [DIRS 179394], and SNL 2007 [DIRS 179567]), it 
was necessary to utilize preliminary values for the design of the EBS components to compute 
certain model inputs used in the TSPA. The component masses and equivalent masses of 
corrosion products listed in Tables 6.3-8 and 6.3-9 are developed from component masses 
specified in the design documents. Tables 6.3-8 and 6.3-9 show the results obtained using both 
the preliminary design data as well as the final design data from SNL 2007 [DIRS 179394], and 
SNL 2007 [DIRS 179567]. The TSPA uses the parameters from the preliminary design data. 
Parameters from Tables 6.3-8 and 6.3-9 that are used as model inputs in the TSPA are compared 
in Table 6.5-5, where it is shown that the impact of using the preliminary data is negligible. The 
model inputs are summarized in Table 8.2-6, and the impact of using the preliminary design data 
is summarized in Table 8.2-7. 

Table 6.3-8. Estimated Masses (kg) of Steels and Equivalent Masses of Corrosion Products in 21-PWR 
TAD Waste Packages and Domains for Use in Modeling Water Adsorption and Retardation 
in the Waste Package 

TAD Canister TAD Overpack 
CSNF Waste 

Form Domain a  
CSNF Corrosion 

Products Domain b  

Basis: Preliminary design values for component masses *  

Total 316 SS 22,000 14,400 6,180 30,200 
316 SS Shield Plug 5,530 - - 5,530 
316 SS w/o Shield Plug 16,400 14,400 6,180 24,700 
304B4 SS 3,800 - 3,800 0 
Total A 516 Carbon Steel 0 0 0 0 
Total All Steels w/o Plug 20,200 14,400 9,980 24,700 

Fraction CS in WP Steel 0 0 0 0 

Fe Mass w/o Shield Plug 13,200 9,450 6,450 16,200 
Cr Mass w/o Shield Plug 3,510 2,450 1,770 4,190 
Ni Mass w/o Shield Plug 2,480 1,730 1,250 2,960 
FeOOH Mass w/o Plug 20,900 15,000 10,300 25,700 
Cr203 Mass w/o Plug 5,140 3,590 2,590 6,130 
Ni0 Mass w/o Plug 3,160 2,200 1,600 3,770 
Total Corrosion Products 
Mass w/o Shield Plug 

29,200 20,800 14,400 35,600 
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Table 6.3-8. Estimated Masses (kg) of Steels and Equivalent Masses of Corrosion Products in 
21-PWR TAD Waste Packages and Domains for Use in Modeling Water Adsorption and 
Retardation in the Waste Package (Continued) 

TAD Canister TAD Overpack 
CSNF Waste 

Form Domain a  
CSNF Corrosion 

Products Domain b  

Basis: Final design values for component masses" 
Total 316 SS 21,900 14,400 6,170 30,100 
316 SS Shield Plug 5,530 - - 5,530 
316 SS w/o Shield Plug 16,300 14,400 6,170 24,600 
304B4 SS 3,820 - 3,820 0 
Total A 516 Carbon Steel 0 0 0 0 
Total All Steels w/o Plug 20,100 14,400 9,990 24,600 

Fraction CS in WP Steel 0 0 0 0 
Fe Mass w/o Shield Plug 13,100 9,430 6,460 16,100 
Cr Mass w/o Shield Plug 3,500 2,450 1,780 4,170 
Ni Mass w/o Shield Plug 2,470 1,730 1,260 2,950 
FeOOH Mass w/o Plug 20,900 15,000 10,300 25,600 
Cr203 Mass w/o Plug 5,120 3,580 2,600 6,100 
NiO Mass w/o Plug 3,150 2,200 1,600 3,750 
Total Corrosion Products 
Mass w/o Shield Plug 

29,100 20,800 14,500 35,400 

SNO703PAEBSRTA.001, file 5-DHLW-SNF DOE Long + TMI SNF + 21-PWR TAD 7-10- • 
2007.xls, worksheet "21-PWR - 304B4 SS Plates". 
SNO703PAEBSRTA.001, file 5-DHLW-SNF DOE Long + TMI SNF + 21-PWR TAD 9-19-2007 
Final TDIP.xls, worksheet "21-PWR - 304B4 SS Plates". 

NOTE: All values shown are rounded from the values in the spreadsheets to 3 digits in this table. Values in bold 
are model inputs summarized in Tables 6.5-5 and 8.2-6. 

a  Includes: Absorber Plates (304B4 SS), Fuel Basket Tubes (316 SS), Aluminum Plates (Fe content only). 
b  Includes: Canister Shell, Side Guides, End Side Guides, Corner Guides, Inner Seal Plug, Spread Ring, Spread 

Ring Filler Segment, Outer Seal Plate, Outer Seal Plug, Inner Vessel, Inner Top Lid, Inner Bottom Lid, Interface 
Ring, 316 SS Welds (all 316 SS). 

CS = carbon steel; SS = stainless steel; TAD = transportation, aging, and disposal (canister); CSNF = commercial 
spent nuclear fuel; WP = waste package. 

Table 6.3-9. Estimated Masses (kg) of Steels and Equivalent Masses of Corrosion Products in 
5- DHLW/DOE Long Waste Package Domains for Use in Modeling Water Adsorption and 
Retardation in the Waste Package 

5-DHLW/DOE Long 
Corrosion Products 

Domain a  HLWG Subdomain b  
DSNF (TMI) 

Subdomain ' 

Basis: Preliminary design values for component masses *  

Total 316 SS 18,400 3,780 487 
316 SS Inner Top Lid 5,290 - - 
Net 316 SS w/o Inner Top Lid 13,100 3,780 487 
Total 304 SS 0 0 473 
Total A 516 Carbon Steel 5,770 0 319 
Total All Steels w/o Inner Top Lid 18,900 3,800 1,270 

Fraction CS in WP Steel 0.31 0 0.25 

Output DTN: 

an Output DTN: 
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Table 6.3-9. Estimated Masses (kg) of Steels and Equivalent Masses of Corrosion Products in 
5- DHLW/DOE Long Waste Package Domains for Use in Modeling Water Adsorption and 
Retardation in the Waste Package (Continued) 

5-DHLW/DOE Long 
Corrosion Products 

Domain a  HLWG Subdomain b  
DSNF (TMI) 

Subdomain a  

Fe Mass 14,200 2,570 953 
Cr Mass 2,230 718 173 
Ni Mass 1,570 378 106 
FeOOH Mass 22,600 4,090 1,520 
Cr203 Mass 3,260 1,050 252 
NiO Mass 2,000 481 135 
Total Corrosion Products Mass 
w/o Inner Top Lid 

27,900 5,620 1,900 

Basis: Final design values for component masses" 

Total 316 SS 18,400 3,780 487 
316 SS Inner Top Lid 5,260 - - 
Net 316 SS w/o Inner Top Lid 13,100 3,780 487 
Total 304 SS 0 0 473 
Total A 516 Carbon Steel 5,790 0 319 
Total All Steels w/o Inner Top Lid 18,900 3,780 1,280 
Fraction CS in WP Steel 0.31 0 0.25 
Fe Mass 14,200 2,570 953 
Cr Mass 2,230 718 173 
Ni Mass 1,570 378 106 
FeOOH Mass 22,700 4,090 1,520 
Cr203 Mass 3,260 1,050 252 
NiO Mass 2,000 481 135 
Total Corrosion Products Mass 
w/o Inner Top Lid 

27,900 5,620 1,900 

SNO703PAEBSRTA.001, file 5-DHLW-SNF DOE Long + TMI SNF + 21-PWR TAD 7-10- 
2007.xls, worksheet "5-DHLW-DOE Long + TMI SNF". 
SNO703PAEBSRTA.001, file 5-DHLW-SNF DOE Long + TMI SNF + 21-PWR TAD 9-19-2007 
Final TDIP.xls, worksheet "5-DHLW-DOE Long + TMI SNF". 

NOTE: All values shown are rounded from the values in the spreadsheets to 3 digits in this table . Values in bold 
are model inputs summarized in Tables 6.5-5 and 8.2-6. 

a  Includes: Inner Vessel, Inner Bottom Lid, Interface Ring, Spread Ring, 316 SS Welds (all 316 SS), Divider Plate, 
Inner Bracket, Outer Bracket, Support Tube (all A 516 Carbon Steel). 

b  Includes: Five HLWG Canisters (316 SS). 
a  Includes: SNF Canister (316 SS), SNF Canister Impact Plates, Sleeve, and Standoffs (all Carbon Steel), TMI 

Canister, TMI Canister Guide Tube, TMI Canister Top, TMI Canister Bottom, TMI Fuel Top Nozzle, TMI Fuel 
Bottom Nozzle, TMI Fuel Spring Retainer, TMI Fuel Upper End Plug, TMI Fuel Upper Nut, TMI Fuel Lower Nut 
(all 304 SS). Initial estimate of Standoffs mass resulted in Total All Steels value of 1,270 kg, the value used in 
the TSPA; correcting the mass of Standoffs increased the Total of All Steels mass to 1,280 kg. 

CS = carbon steel; SS = stainless steel; DHLW = defense high-level (radioactive) waste; SNF = spent nuclear fuel; 
DOE = U.S. Department of Energy; TMI = Three Mile Island (nuclear power plant); WP = waste package. 

Output DTN: 

#4 Output DTN: 

ANL-WIS-PA-000001 REV 03 
	

6-89 	 October 2007 



EBS Radionuclide Transport Abstraction 

6.3.4.3.4.2 Interior Surface Area, Volume, and Porosity of 21-PWR TAD Waste Package 

The internal surface area of a waste package in an undegraded state containing CSNF can be 
approximated given the dimensions and numbers of fuel rods, baskets, side guides, and other 
support components. Since the surface area will increase by orders of magnitudes as the waste 
package components degrade, the initial surface area is useful only as a bounding value, but one 
that can be estimated accurately (unlike the surface area of corrosion products). Typical 
measurements for a 21-PWR TAD waste package are used (SNL 2007 [DIRS 179394], 
Table A-1). The surface areas of fuel assembly spacer grids and end connections are ignored. 
The total initial internal surface area of a 21-PWR TAD waste package is 
approximately 1196 m 2 . 

The initial void volume of a 21-PWR TAD waste package is computed using the data in 
Table 6.3-10. The volume inside the 21-PWR TAD waste package overpack outer corrosion 
barrier is calculated from dimensional data given in SNL 2007 [DIRS 179394], Table 4-3: The 
outer corrosion barrier outside diameter is 1.8816 m and thickness is 0.0254 m. The inside 
length is estimated from the inner vessel length of 5.4991 m and total outer corrosion barrier-
inner vessel end-to-end gaps of 0.1128 m, which give an inside volume of 14.77 m 3  for the 
overpack. Then the initial void volume is 7.99 m3 , and the initial average porosity is 0.54. An 
estimate of the waste package porosity when all steel internal components are fully degraded but 
the outer corrosion barrier is essentially intact can be obtained using the total potential equivalent 
mass of FeOOH, Cr203, and NiO in a 21-PWR TAD waste package from the corrosion of 
non-SNF components. Solids volumes are calculated in Table 6.3-11 for intact and degraded 
fuel rods and for intact and degraded shield plug. For intact fuel rods and shield plug, the void 
volume is 1.66 m3 , resultirT in a porosity of 0.11. For intact fuel rods and degraded shield plug, 
the void volume is 0.60 resulting in a porosity of 0.04. For degraded fuel rods and shield 
plug, the solids volume is greater than the capacity of the outer corrosion barrier, which must 
rupture if all steel and CSNF internal components fully degrade. 
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Table 6.3-10. Initial Characteristics of Internal Components of a TAD Containing 21 PWR CSNF 
Assemblies 

Component 
Total Mass a  

(kg) 
Total Surface Area b 

(m2) 
Total Volume 

(m3) 
Fuel Rods d  — 636.93 1.513 
Basket Side Guide' 753 20.1 0.094 
Basket End Side Guide' 1,125 30.1 0.141 
Basket Corner Guide' 925 24.8 0.116 
Fuel Basket A-Plate' 1,406 28.9 0.180 
Fuel Basket B-Plate' 1,406 28.9 0.180 
Fuel Basket C-Plate' 1,474 30.3 0.189 
Aluminum A-Plate 310 29.0 0.115 
Aluminum B-Plate 310 29.0 0.115 
Fuel Basket Tube' 6,078 195. 0.762 
Inner Vessel 12,285 61.2 1.539 
Inner Top Lid 989 4.75 0.124 
Inner Bottom Lid 1,031 5.21 0.129 
Interface ring 39 0.665 0.005 
Spread Ring and Filler Segment 38 0.341 0.005 
Shield Plug 5,530 5.74 0.693 
Outer Seal Plate and Plug 48 4.12 0.006 
TAD Shell 7,300 60.3 0.915 
Total 41,047 e  1195. 6.820 
NOTE: "—" indicates value not used. 
a  SNL 2007 [DIRS 179394], Tables 4-3 and A-1, except for preliminary values listed in Table 4.1-23. 
b  SNL 2007 [DIRS 179394], Tables A-1 and A-3. 

Computed from (Total Mass, kg)/(Density, kg rn -3 ) (except for fuel rods). 
Surface area and volume computed from 0.94996 cm outside diameter, 384.962 cm length, 

264 rods/assembly, 5,544 fuel rods total (DOE 1992 [DIRS 102588], Volume 1, p. 2A-30. 
W1717W used as representative assembly). 

e  Total mass of internal components, excluding CSNF. 
Preliminary value used for Total Mass, as listed in Table 4.1-23. 
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Table 6.3 -11. Internal Solids Volume in Degraded 21 -PWR TAD Waste Package 

Solid Component 
Total Mass a  

(kg) 
Grain Density b  

(kg m3) 
Solids Volume 

(m3) 
Intact Fuel Rods and Shield Plug 

Fuel Rods c  — — 1.513 
FeOOH 36,000 4,260 8.451 
Cr2O3 8,990 5,220 1.722 
NiO 5,540 6,720 0.824 
Shield Plug (316 SS) 5,530 7,980 0.693 
Total 13.20 

Intact Fuel Rods and Degraded Shield Plug 
Fuel Rods c  — — 1.513 
FeOOH 41,400 4,260 9.718 
Cr203 10,400 5,220 1.992 
NiO 6,380 6,720 0.949 
Total 14.17 

Degraded Fuel Rods and Shield Plug 
Fuel Rods" — — 2.161 
FeOOH 41,400 4,260 9.718 
Cr203 10,400 5,220 1.992 
NiO 6,380 6,720 0.949 
Total 14.82 

Output DTN: SNO703PAEBSRTA.001, file 5-DHLW-SNF DOE Long + TMI SNF + 21-PWR TAD 7-10- 
2007.xls, worksheet "21-PWR - 304B4 SS Plates". 

b  FeOOH: 	Lide 2000 [DIRS 162229], p. 4-66. 
Cr203: 	Lide 2000 [DIRS 162229], p. 4-54. 
NiO: 	Lide 2000 [DIRS 162229], p. 4-75. 
316 SS: 	ASTM G 1-03 [DIRS 181437], Table X1.1. 
DOE 1992 [DIRS 102588], Volume 1, p. 2A-30; W1717W used as representative assembly. 

d  Effective "solids" volume increased by 1/(1 6nnd)  \due to expansion of CSNF degradation rind having 
maximum porosity of Ønnd = 0.30 (DTN: M00411SPACLDDG.003 [DIRS 180755], Table 7-1). 

The morphology of corrosion products resulting from extensive corrosion of stainless steel is not 
well characterized, simply because stainless steel corrodes so slowly that no samples have 
corroded extensively under low-temperature atmospheric conditions since stainless steel was 
invented, less than a century ago. Lamination and flaking of corrosion products is expected to 
occur due to seismic activity and rock fall that will jar the waste packages and knock loose any 
corrosion products that would normally adhere to internal component surfaces. Over time, these 
movements will redistribute this material within the waste package pore space. If the oxide 
settles to the bottom of a waste package, the physical geometry of the granular iron oxide that 
has settled can be represented by that of tightly packed sand, which has a solid content of 58 
percent (Brown and Richards 1970 [DIRS 131479], Table 2.2), or a porosity of 0.42 (CRWMS 
M&O 1997 [DIRS 102824], p. 29). This value (0.42) for corrosion products porosity within a 
waste package has been used in criticality studies (CRWMS M&O 1997 [DIRS 102824], p. 29) 
and in an independent performance assessment of the Yucca Mountain repository (EPRI 2000 
[DIRS 154149], p. 6-21 to 6-22). A porosity of 0.4 has been used in other criticality studies 
(YMP 1998 [DIRS 104441], p. C-23 to C-25) and in a model of diffusive releases from breached 
waste packages (Lee et al. 1996 [DIRS 100913], p. 5-67). For comparison, the porosity of 
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unconsolidated geologic materials ranges from 0.25 to 0.70 (Freeze and Cherry 1979 
[DIRS 101173], Table 2.4). Although some uncertainty exists and small-scale variability is 
likely, for the waste package as a whole, a fixed value of 0.4 is reasonable for the porosity of 
corrosion products in TSPA. A single fixed value is adequate because it is representative of the 
corrosion products porosity over all degraded waste packages that are at various states of 
degradation. Based on the concept of central tendency theorem, as the number of waste 
packages increase, the variability in porosity should be reduced. 

The surface area inside a waste package can be computed as a function of time, if the 
degradation rates of the basket components and the stainless steel inner vessel are known. The 
calculation is complicated by the different compositions of each component of the waste 
package. Spatial variability in degradation rates due to variations in accessibility to water vapor 
further complicate the picture. However, an average corrosion rate for a 21-PWR TAD waste 
package provides a reasonable approximation from which surface areas and quantities of 
adsorbed water can be computed. 

The complete degradation of a 21-PWR TAD waste package gives an estimated upper bound on 
the surface area available for adsorption. The total amount of FeOOH in a 21-PWR TAD waste 
package (from Table 6.3-8), neglecting the contribution from the shield plug, is 36,000 kg 
FeOOH. Using a specific surface area that ranges from 14.7 m2  g-1  to 110 m2  g-1  
(Section 6.3.4.3.3), the estimated upper bound for total surface area for adsorption in a 21-PWR 
TAD waste package is 3.9 x 10 9  m2/package, an increase over the initial steel surface area of a 
factor of 3.3 x 10 6 . 

6.3.4.3.4.3 Steel Corrosion Rates 

The corrosion rates for Carbon Steel A 516 are known with some uncertainty, as shown by the 
data presented in Table 4.1-1 (DTN: M00409SPAACRWP.000 [DIRS 172059], data for steel 
type "A516 Grade 55" only in worksheet 'Freshwater' in spreadsheet `aqueous-A516.xls'). 
Carbon Steel A 516 corrosion is considered because codisposal waste packages have carbon steel 
internal components (divider plate, brackets, and support tube; see Table 4.1-22). The corrosion 
rates used are for simulated dilute J-13 well water (10 times the normal concentration of J-13 
water) at 60°C and 90°C in tests of 0.5 yr and 1.0 yr in duration. Freshwater data were used, as 
opposed to saltwater data, because the species in saltwater most responsible for corrosion of 
steel, namely chloride ion, is unlikely to be present inside waste packages at concentrations 
found in saltwater. The 10-times concentration in the simulated dilute J-13 well water is 
considered representative of the small potential degree of concentration that might occur inside a 
breached waste package. Both the 60°C and 90°C data were used, to be consistent with the data 
used for stainless steel corrosion rates (described in the next paragraph). Because general 
corrosion rates of metals and alloys tend to decrease over time (SNL 2007 [DIRS 178519], 
Section 6.4.3.5.1), the 1.0-yr data are more representative of rates that will occur during most of 
the regulatory period; however, again to be consistent with the stainless steel corrosion rate data, 
both the 0.5-yr and 1.0-yr data are used. In view of the tendency of corrosion rates to decrease 
over time, the use of data from corrosion tests lasting no more than one year may overestimate 
corrosion rates. Consequently, retardation of radionuclides by sorption onto corrosion products 
(Section 6.3.4.2.3) may be overestimated, thereby underestimating releases. However, water 
saturation and diffusion coefficients (Section 6.3.4.3.5), and hence diffusive transport, may also 
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be overestimated if corrosion rates are overestimated. Thus, even if corrosion rates are 
overestimated, diffusive releases of radionuclides are not necessarily underestimated. Although 
on average the rates are lower at 90°C than at 60°C, with data available at only two temperatures, 
a defensible temperature dependent distribution for carbon steel corrosion rates cannot be 
developed. One data point at 90°C (0.53 yr, 180.42 um yr-1 ) is considered to be an outlier, 
because it is 50 um yr-1  greater than then next highest measured rate, and is neglected. The data 
were fit to a truncated lognormal distribution using Bayesian updating (see Appendix F), with 
lower and upper bounds of 25 um yr -1  and 135 vim yr' specified at approximately 5 pm yr-1  
beyond the measured minimum and maximum rates in order to capture all of the measurements 
(except for the one outlier) reported in DTN: M00409SPAACRWP.000 [DIRS 172059]. The 
cumulative distribution function has a true mean rate of 78.5 um yr-1  and a true standard 
deviation of 25.0 um yr -1 . 

The corrosion rate for Stainless Steel Type 316L is based on data summarized in 
DTN: M00409SPAACRWP.000 [DIRS 172059] (worksheet 'freshwater' in spreadsheet 
`aqueous-316L.xls'). The data set used is for corrosion rates in fresh water (J-13 well water, and 
tuff conditioned water and steam) for the temperature range of 50°C to 100°C; these corrosion 
tests ranged in duration from 41.67 days (0.11 yr) to 479.67 days (1.31 yr). These rates are 
believed to be higher than will actually occur during much of the regulatory period because they 
were measured at early times. General corrosion rates of metals and alloys tend to decrease over 
time (SNL 2007 [DIRS 178519], Section 6.4.3.5.1) as corrosion products build up on the 
surfaces and inhibit diffusion of water and oxygen to the metal surface. Longer term (up to 
16 yr) data in DTN: M00409SPAACRWP.000 [DIRS 172059] are not used because, as reported 
in the original reference (Southwell et al. 1976 [DIRS 100927], Tables 4, 5, and 6), no weight 
loss was measured, so the actual measured corrosion rates were zero. As with carbon steel, the 
use of data from corrosion tests lasting little more than one year may overestimate corrosion 
rates. However, even if corrosion rates are overestimated, the resulting higher diffusive releases 
due to higher water saturations and diffusion coefficients caused by more corrosion products 
being present tend to offset the overestimated retardation of radionuclides by sorption onto 
corrosion products. Thus, diffusive releases of radionuclides are not necessarily underestimated 
if corrosion rates are overestimated. To characterize the uncertainty in stainless steel corrosion 
rates, a truncated lognormal distribution was developed applying Bayesian updating (see 
Appendix F) to the data listed in Table 4.1 - 1, over a range from 0.01 vim yr - ' to 0.51 vim yr 1. 
The cumulative distribution function has a true mean rate of 0.267 vim yr' and a true standard 
deviation of 0.209 um yr-1 . The lower bound was chosen to be the approximate mean general 
corrosion rate of Alloy 22 (SNL 2007 [DIRS 178519], Fig. 6-26) at 75°C, the midpoint of the 
temperature range of the data used from DTN: M00409SPAACRWP.000 [DIRS 172059], on the 
basis that Stainless Steel Type 316 is recognized to corrode faster than Alloy 22 (SNL 2007 
[DIRS 178519], p. 1-1). The upper bound is chosen as the largest measured rate. 

From these rates and the thicknesses of the steel components, the lifetime of each type of steel is 
computed. The extent of corrosion, specifically, the mass of corrosion products, is interpolated 
over the lifetime of each type of steel. The implementation of this interpolation scheme in TSPA 
is presented in Section 6.5.2.2. 
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Although this interpolation provides a reasonable means for approximating the mass of corrosion 
product in the interior of a waste package over time as it degrades, there is still uncertainty as to 
the actual mass of corrosion product. The corrosion rates themselves are uncertain. In addition, 
many factors affect the mass of the corrosion products. The chemical and physical conditions 
under which corrosion takes place, impacts the morphology of the corrosion products. Seismic 
occurrences and collapse of the internal components as they degrade will affect the surface area. 
The samples used in adsorption isotherm measurements are typically finely ground and highly 
purified, and have a higher specific surface area than typical corrosion products. At the same 
time, the morphology of corrosion products inside a waste package over the course of thousands 
of years is uncertain, so specific surface areas higher than purified samples are possible. 

6.3.4.3.5 Diffusion Coefficient in Corrosion Products 

The rate of diffusion of radionuclide species i, q, (kg i s-1 ), through corrosion products to the 
exterior of a waste package is given by: 

Ca 
ax 

AC, 
—05„,Dsi  A 

where 
Ax 

(Eq. 6.3.4.3.5-1) 

D. 	= effective diffusion coefficient of species i (m2  s-I ) 

porosity (m3  void volume 111-3  bulk volume) 

water saturation (m3  water volume m3  void volume) 

cross-sectional area of the diffusive pathway (m2) 

C, 	= concentration of the radionuclide of species i (kg 111-3) 

x 	= length of the diffusive pathway (m). 

The effective diffusion coefficient, Di,, as defined and used in this section, implicitly includes the 
effects of tortuosity. The area used for TSPA calculations depends on the scenario class and is 
presented in Section 6.5.2.1. The length of the diffusive path is fixed (see Section 6.5.2.1.1.2). 
Fixed path length is appropriate for the current spatial discretization in the EBS. The path length 
would actually vary depending on the actual transport pathway considered inside the waste 
package. Multiple pathways could exist at any given time, and considerable variability could 
exist in the path lengths depending on where the waste form is degrading relative to the breach 
location. The current model does not consider the spatial variability inside the waste package, 
since it is a one-dimensional transport model. Thus, a constant average transport distance over 
all degradation states is applied. 

0 = 

S,,, = 
A = 
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(Eq. 6.3.4.3.5-3) 
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The effective diffusion coefficient itself depends on the complex interactions of source term 
composition, water chemistry, porosity, water saturation, and temperature, none of which can be 
characterized in a deterministic fashion. Thus, each term in the above equation—A and 
parameters affecting D„ and Sw —needs to be sampled or specified for each modeling case, and 
a reasonable range and distribution for each has to be determined. All terms are interrelated 
through the geometry used for the waste package interior, and all are effectively a function of 
relative humidity and time. 

In a seep environment, the water saturation in the corrosion products is set to 1.0, a reasonably 
bounding approach when there is flow through the waste package since the effective diffusion 
coefficient computed under this condition will be higher. In a no-seep environment, the effective 
water saturation in the corrosion products results from adsorbed water, as described in the rest of 
this section. 

Archie's law, discussed in Section 6.3.4.1.1, gives the diffusion coefficient as a function of 
porosity and saturation in a partly saturated, granular medium as: 

OS„,D,„ = D,,,0 13 S„, 	 (Eq. 6.3.4.3.5-2) 

where D,,,, is the free water diffusion coefficient of species i (m2  s-1 ). The diffusion coefficient 
Ds; again is an effective value that implicitly includes the effect of tortuosity in a porous medium. 
The exponents are the values originally proposed by Archie (1942 [DIRS 154430], p. 57) for 
unconsolidated sands, and will vary for different materials (Bear 1988 [DIRS 101379], p. 116). 
Whereas exponents of 1.863 are used for invert materials, based on experimental measurements 
of diffusion coefficients for crushed rock, Archie's values (1.3 on porosity and 2 on water 
saturation) are used throughout this section to estimate in-package diffusion coefficients for 
corrosion products. 

The effective water saturation within the corrosion products, S,,,, cp  , can be obtained as a 
function of RH by dividing the water volume by the pore volume of the corrosion products. The 
water volume is given by the adsorbed water film thickness multiplied by the surface area 
covered by water. The film thickness is tf  , where tf  is the thickness of a water monolayer 
(Equation 6.3.4.3.2-4), and Oa  is the number of monolayers of coverage, a function of RH. 

The surface area of the corrosion products is given by: 

In this equation, mcp  is the mass of corrosion products (kg), s 0, is the specific surface area 
(m2 kg-i ), Pa,  is the solid density of corrosion products (kg 111 -3), VG, is the pore volume of the 
corrosion products (m3), and the porosity of corrosion products is Oa,. The factor (1- th CP) 1  0cP 
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is the ratio of solids volume to void volume within the bulk volume of corrosion products, which 
is multiplied by pcp Vcp  to give the mass of solids, mCP ' The ratio of surface area to pore 
volume of the corrosion products can be expressed as: 

I 

	

CP 	7, 	—

1//
/ 'PCP  

T, — PCP CP 

	

v cp 	\ ' 

'P

CP  

Then the effective water saturation of the corrosion products is given by: 

S 	P  

	

we,CP 7-1 	f a 
r  CP 

1—  Ocp)0  = pcp Y cp t f  

	

OCP 	a  

(Eq. 6.3.4.3.5-4) 

(Eq. 6.3.4.3.5-5) 

Equation 6.3.4.3.5-5 shows that water saturation is not dependent on the mass of corrosion 
products. However, it does depend on material properties (solid density and specific surface 
area) that, for a heterogeneous or composite material, are computed based on the relative 
amounts or mass fractions of each material comprising the bulk. This comment applies 
specifically to the calculation of domain water saturations, in which the domain is comprised of 
several different materials. For example, the CSNF waste form domain consists of both CSNF 
degradation rind and corrosion products, each with its own density, porosity, specific surface 
area, and adsorption isotherm. Furthermore, the corrosion products, as modeled in the RTA, 
consist of up to four metal oxides, each with different physical properties; although a single 
adsorption isotherm applies to all steel corrosion products, the properties are combined in 
proportion to the mass fraction of each metal comprising the steel. Implementation of the 
calculation of domain water saturations and water volumes is described in Section 6.5.2.2. 

The diffusion coefficients for the corrosion products and waste form domains are modified for 
temperature as for the invert diffusion coefficient (Section 6.3.4.1.2). As shown in Figure 6.3-5, 
the diffusion coefficient can increase by a factor of 4 from 25°C to 100°C. 

6.3.4.4 	Colloidal Transport 

Radionuclide transport from the waste package occurs as dissolved species at the appropriate 
solubility or dissolution rate limit and as colloidal particles. Three types of colloids are 
anticipated to exist in the EBS (SNL 2007 [DIRS 177423], Section 6.3.1): (a) waste form 
colloids from degradation of HLW glass and CSNF, (b) iron oxyhydroxide colloids due to 
products from the corrosion of steel waste packages, and (c) groundwater or seepage water 
colloids. On all three types of colloids, radionuclides may undergo reversible, or equilibrium, 
sorption. The waste form colloids may also contain embedded radionuclides that are not 
removable. Plutonium and americium can be strongly sorbed onto iron oxyhydroxide; for these 
radionuclides, sorption is modeled as a kinetic process. The stability and mass concentrations of 
colloids are functions of the ionic strength and pH of the groundwater or local liquid chemistry in 
the waste package and invert. Both groundwater and waste form colloids are modeled using 
smectite mineralogy (SNL 2007 [DIRS 177423], Section 6.3.1), and therefore sorption 
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distribution coefficients (Kd) values associated with radionuclide sorption onto smectite colloids 
are used in the TSPA Model (SNL 2007 [DIRS 177423], Table 6-6). The Kd values for colloids 
used in the TSPA calculations are presented in DTNs: M00701PASORPTN.000 
[DIRS 180391], Table 1-3; M00701PAKDSUNP.000 [DIRS 180392], Table 1-2; and 
M00701PACSNFCP.000 [DIRS 180439], Table 6-1. 

The potential mass of radionuclides embedded in the waste form colloids (SNL 2007 
[DIRS 177423], Section 6.3.3.3) is determined from reactions within the waste package. The 
mass of radionuclides reversibly attached to all three types of colloids is determined primarily by 
three parameters: 

• Mass concentration of dissolved (aqueous) radionuclide in the liquid 

• Mass concentration of colloid material in the liquid 

• Radionuclide distribution coefficient (Kd) of a specific radionuclide on a specific colloid 
mineralogical type. 

The potential concentrations of colloids in the drifts and EBS have also been assessed 
(SNL 2007 [DIRS 177423]). In a DOE-funded research project at the University of Nevada at 
Las Vegas to evaluate the corrosion of scaled-down miniature waste packages, the data indicate a 
preponderance of amorphous corrosion products released as colloids, including magnetite 
(Fe304), lepidocrocite (FeOOH), and goethite (FeOOH) (Zarrabi et al. 2003 [DIRS 171238], 
Table 10 and Section 5; DTN: M00302UCC034JC.003 [DIRS 162871]; BSC 2005 
[DIRS 177423], Section 6.3.1.3). 

Colloidal transport of radionuclides occurs by advective and diffusive processes. Advective 
transport moves colloids (and the associated radionuclides) at approximately the same velocity as 
the liquid flux through the EBS. Longitudinal dispersion, which could potentially enable 
colloids to travel faster than the bulk average liquid velocity, is ignored because of the short 
travel distance through the EBS (see Section 6.3.1.2). Diffusive transport moves colloids due to 
the concentration gradient and the medium diffusive properties. The diffusivity is given by the 
Stokes-Einstein equation (Bird et al. 1960 [DIRS 103524], p. 514, Equation 16.5-4): 

kT 
Dc.11 — 	d  

Pw"con 
(Eq. 6.3.4.4-1) 

where 

= diffusion coefficient for a colloid particle of diameter dcoll  (m2  s-I ) 

k 	= Boltzmann constant (1.3806503 x 10 -23  J K-1 ; Lide 2000 [DIRS 162229], 
p. 1-8) 

T 	= absolute temperature (K) 
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= viscosity of water at temperature T (Pa s) 

cicon  = diameter of colloid particle (m). 

Equation 6.3.4.4-1 applies to diffusion of spherical colloid particles in bulk liquid, in which the 
particle is subject solely to hydrodynamic forces. In a saturated medium, the particle is also 
subject to sorption onto solid surfaces, agglomeration, and filtration. In an unsaturated medium, 
other considerations also come into play, including the thickness of the water film in which the 
colloid is being transported, sorption of the colloid to the gas-liquid interface as well as to the 
solid surface, nonuniformity of the liquid layer in a three-dimensional pore space, and 
non-Fickian diffusion when motion is constrained to fewer than three dimensions. In addition, 
the shape of a colloid particle may impact its transport behavior—elongated particles may have a 
greater tendency to clog pores than other types of colloids. Colloid size distribution is an 
important characteristic in both saturated and unsaturated media, since smaller particles may be 
more mobile (based on Equation 6.3.4.4-1) and less susceptible to filtration. Other than particle 
size, these effects are neglected in the EBS transport model, as explained below. 

Colloids are defined as ranging in size (diameter) from 1 nm to 1,000 nm (BSC 2005 
[DIRS 177423], p. 1-2). A range of values for diffusion coefficients of colloids can be estimated 
for this range of sizes using Equation 6.3.4.4-1 at any given temperature. For example, at 25 ° C, 
where the viscosity of water is 0.890 mPa s (Lide 2000 [DIRS 162229], p. 6-180), 
Equation 6.3.4.4-1 gives a range of colloid diffusion coefficients of 4.9 x 1 0-10 m2 s '  S to 
4.9 x 10-13 m2 s- ' . As seen in Equation 6.3.4.4-1, the diffusion coefficient decreases as the 
particle size increases. Since colloid particles are typically larger than dissolved actinide ions, 
the diffusivity of colloids is expected to be smaller than that of radionuclides. This is confirmed 
by comparing the range of colloid diffusion coefficients computed using Equation 6.3.4.4-1 with 
the free water diffusion coefficients of dissolved radionuclides (see Table 4.1-7). The colloid 
diffusion coefficient is seen to be a factor of 1.2 (for Th) to 4,200 (for Cs) smaller than the free 
water diffusion coefficient of dissolved radionuclides. 

The effect of colloid particle size, and thus the colloid diffusion coefficient, on releases of 
radionuclides from the EBS can be evaluated by sampling on the colloid particle size in TSPA. 
Because of the low concentration of colloid particles and the low diffusivity compared to the free 
water diffusivity of dissolved radionuclide species, a representative value of the colloid size 
chosen from the population of colloid particles is considered suitable for modeling colloid 
transport in the TSPA. This representative value is expected to be uncertain and can be 
represented by an epistemic uncertainty distribution that will be sampled in TSPA. The 
uncertainty range in the representative value is going to be narrower than the size range in the 
colloid population. At the same time, the representative value must be representative of all three 
types of colloids that are considered in the EBS transport model. 

The size distribution of radionuclide-bearing colloids generated from the corrosion of HLW glass 
and CSNF has been measured using dynamic light scattering and filtration (CRWMS M&O 2001 
[DIRS 154071], Section 6.3). Measurements on leachates from glass corrosion tests (450-nm 
filtrate minus the 6-nm filtrate) varied widely and depended on the length of the tests (CRWMS 
M&O 2001 [DIRS 154071], pp. 38 to 39). For up to 140 days of reaction time, a wide, 
monomodal distribution of sizes was observed, with a mean diameter of about 120 nm (116.9 – 
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118.8 nm, with standard deviations of 64.9 – 88.8 nm) for the 14-, 70-, and 140-day samples and 
a larger mean diameter for the 30-day sample of 155.5 nm (standard deviation of 97.9 nm) 
(DTN: LL991109751021.094 [DIRS 142910], p. 32). The 280-day leachate inexplicably 
"showed a dramatic increase in the particle size" (CRWMS M&O 2001 [DIRS 154071], p. 39) to 
about 1,200 nm (standard deviation of 1050.2 nm) (DTN: LL991109751021.094 
[DIRS 142910], p. 32); these measurements are ignored because they appear to be inconsistent in 
that such large particles should not exist in the 450-nm filtrate (minus the 6-nm filtrate) that was 
used. 

Fewer data are available on the size distribution of colloids from CSNF corrosion—dynamic 
light scattering measurements indicated the presence of colloids above the detection limits on 
only one of twelve samples (CRWMS M&O 2001 [DIRS 154071], p. 42). This one sample of 
leachate from the 56-month sampling of the vapor test showed a wide particle distribution with a 
mean diameter of 300 nm (DTNs: LL000905312241.018 [DIRS 152621], Scientific Notebook 
1644, p. 74; LL991109751021.094 [DIRS 142910], Scientific Notebook 1644, p. 34). 

Groundwater colloid particle sizes are discussed in Waste Form and In-Drift Colloids-Associated 
Radionuclide Concentrations: Abstraction and Summary (BSC 2005 [DIRS 177423], 
Section 6.3.2.4 and Appendix I). The groundwater colloid samples analyzed represent colloid 
particle size distributions from 50 nm to 200 nm in diameter (SNL 2007 [DIRS 177423], 
Table 1-2; DTN: LA0002SK831352.001 [DIRS 149232]). Evaluation of the colloid populations 
in the various size fraction classes for each groundwater sample did not reveal a systematic 
increase in the number of particles with decreasing particle-size class (SNL 2007 [DIRS 
177423], pp. 6-30 to 6-31). Therefore, inclusion of particle-size classes smaller than 50 nm 
should not result in a substantially greater mass concentration in the water sample, especially 
since the smaller particles would have exponentially lower mass—therefore, omission of the less 
than 50-nm particle-sized fraction in the mass concentration calculations is reasonable. 

Corrosion product colloid sizes are documented in two reports. In Waste Form and In-Drift 
Colloids-Associated Radionuclide Concentrations: Abstraction and Summary (BSC 2005 
[DIRS 177423], Appendix II, Table 11-2), measurements by Roden and Zachara (1996 
[DIRS 171518], p. 1621, Table 1) are reported. Particle sizes range from 2 nm to 6 nm for 
amorphous Fe(III) gel particles, 15 nm to 200 nm for goethite particles, and 100 nm to 200 nm 
for hematite particles. In Corrosion and Mass Transport Processes in Carbon Steel Miniature 
Waste Packages (Zarrabi et al. 2003 [DIRS 171238], pp. 31 to 43), solids in the effluent stream 
from miniature waste package corrosion tests carried out under a variety of conditions were 
examined; experiments where J-13 well water was used as inflow are considered to be most 
representative of conditions expected in the repository and are discussed here. No differentiation 
was made between solids with average diameters smaller than 0.1 tm and "dissolved" 
components in the effluent. On average, 99 percent by mass of the transported solids in the 
miniature waste package effluent were particles with average diameters greater than 0.1 tm 
(Zarrabi et al. 2003 [DIRS 171238], p. 31). Particle sizes were characterized by measuring the 
mass of solids collected on three filter sizes. For the J-13 well water experiments, 84 percent of 
the solids were collected on the 450 nm filter, 11 percent on the 220 nm filter, and 5 percent on 
the 100 nm filter (Zarrabi et al. 2003 [DIRS 171238], Figure 18). The corrosion products 
consisted of goethite, lepidocrocite, magnetite, maghemite, and amorphous iron oxyhydroxides 
(Zarrabi et al. 2003 [DIRS 171238], Table 10 and Section 5). The observed particle sizes are 
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consistent with the goethite particle sizes measured by Roden and Zachara (1996 
[DIRS 171518], p. 1621, Table 1). 

The range of colloid particle diameters to be sampled in TSPA includes the mean particle sizes 
measured for HLW glass and CSNF: 120 – 300 nm. The lower end of the range is extended to 
50 nm to include groundwater and corrosion product colloids, for which smaller particle sizes 
have been repeatedly observed. Still smaller particle sizes, as measured for some corrosion 
product colloids, are not considered representative, since waste form and groundwater colloid 
mean particle sizes smaller than 50 nm are not reported. To capture just a narrow representative 
range of sizes from the middle of a wide range of actual potential sizes, and considering the wide 
disparities among different types of colloids and the lack of precise size data to define a 
distribution for any one type of colloid, a uniform distribution is appropriate for the sampled 
range of 50 nm to 300 nm. For each TSPA realization, a single size (diameter) is sampled from 
this distribution. This size is used only for calculation of the colloid diffusion coefficient in 
Equation 6.3.4.4-1 and does not apply to any other aspects of colloid models in TSPA. 

Per Assumption 5.7, filtration and gravitational settling are assumed not to occur in the EBS. 
Filtration, as defined here, refers to the permanent removal of colloids from suspension in a 
flowing fluid by clogging, sieving, or straining in pores, channels, and fracture apertures that are 
too small or dry to allow passage of the colloids. Colloid removal, by physical or 
electrochemical interactions with surfaces, is considered to be accounted for by reversible or 
irreversible sorption, as mentioned in the preceding paragraph. In particular, a type of filtration 
referred to as film straining (Wan and Tokunaga 1997 [DIRS 108285]) is neglected. In film 
straining, a colloid particle is restrained from moving due to capillary forces that hold the particle 
to a surface when the water film thickness is less than the diameter of a colloid particle. 
Depending on the strength of forces holding a particle to a surface, two-dimensional non-Fickian 
diffusion may occur when the water film thickness is less than the diameter of a colloid particle. 
Film straining can be neglected because the effect of low water saturation alone causes diffusion 
of both colloids and dissolved species to be negligible, as shown by Equations 6.3.4.1.1-22 and 
6.3.4.3.5-2, which give the dissolved species effective diffusion coefficient for the invert and 
corrosion products, respectively, as a function of water saturation. 

Neglecting filtration and gravitational settling in the EBS is consistent with the treatment of 
colloids in the SZ transport abstraction (SNL 2007 [DIRS 181650], p. 5-1), which also ignores 
permanent filtration and gravitational settling as a bounding assumption that maximizes colloid-
facilitated transport of radionuclides. The UZ transport abstraction (SNL 2007 [DIRS 181006], 
p. 6-22) neglects colloid filtration for reversible colloids. For irreversible colloids, the UZ 
transport abstraction models filtration of colloids at various rock unit interfaces when transport 
occurs in the rock matrix (SNL 2007 [DIRS 181006], Section 6.5.9) and between fractures and 
matrix (SNL 2007 [DIRS 181006], Section 6.5.10). The treatment of colloid size in TSPA 
differs between the EBS and the UZ. In the EBS, the sampled colloid size is applied to all the 
colloids (to the entire population—given by colloid concentration) without considering filtration, 
and hence a single representative value is appropriate. In the UZ, each colloid particle is tracked 
separately; hence, each particle is assigned a size for computing filtration. The colloid transport 
methodologies are different among the EBS, the UZ, and the SZ, and appropriate in their 
respective domains. 
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6.3.4.5 	Transport through Stress Corrosion Cracks 

Transport through stress corrosion cracks in the waste package is limited to diffusion. Once 
stress corrosion cracks form in the lid of the waste package, all surfaces inside the waste package 
are assumed to be coated with a thin film of water (per Assumption 5.5). This thin film provides 
the medium for diffusion from the waste form, through the stress corrosion crack, and out of the 
waste package. The diffusive area is calculated as the product of the area and number of cracks. 
The area of each crack is estimated from the data in Table 6.3-3 using the maximum tensile 
stress across the wall thickness of the dominant stress plane (SNL 2007 [DIRS 181953], 
Section 6.6.2), which provides a reasonable bound on the opening area through the entire 
wall thickness. 

	

6.3.4.6 	Transport through Waste Form Rind 

The waste form contains fuel rods or glass logs and DSNF, which undergo degradation to form 
an alteration rind when the waste form is breached and exposed to humid air. Transport of 
radionuclides occurs through the water contained in the pore space in the rind. The amount of 
water present depends on the environment (seep or no-seep), the volume of rind, the pore 
volume, and the physicochemical and hydrodynamic properties of the rind. In the seep case, the 
rind is modeled as being fully saturated with water, and transport is predominately by advection. 
In the no-seep case, the only water present is the result of adsorption and capillary condensation 
from the humidity inside the waste package onto the porous rind surfaces. The water saturation 
in this case is a function of waste form temperature, RH, and properties of the waste form rind 
materials. This functional dependency is developed in this section. 

The rind volume depends on the thickness of the rind, which changes as the degradation of the 
fuel rod or glass log continues. The DSNF is modeled as degrading instantaneously (BSC 2004 
[DIRS 172453], Section 8.1), so the DSNF rind thickness remains fixed. The volume of the rind 
determines in part the volume of water contained in the rind, which in turn gives the mass of 
radionuclides that are potentially dissolved in the rind, as determined by the temperature and 
solubility of the radionuclides contained in the waste form. The other parameters that determine 
rind water volume are porosity, given in Cladding Degradation Summary for LA (SNL 2007 
[DIRS 180616]), and water saturation. 

The makeup of the rind differs, depending on the type of waste. For CSNF, the rind is expected 
to be composed of various oxides of uranium, particularly metaschoepite (UO3.1-2H20). Other 
oxides and hydrated oxides of uranium may also be present, including U307, U308, U409, 
dehydrated schoepite (UO3.0.8H20), and schoepite (UO3.2H20). The behavior of UO2, which is 
the primary component of CSNF, in humid air is complex and difficult to predict. For steel 
corrosion products, the water vapor adsorption behavior of iron oxyhydroxides (goethite and 
HFO) was found to indistinguishable from that of iron oxide (hematite), with the uncertainty of 
the available data (Section 6.3.4.3.2). Furthermore, other transition metal (nickel and chromium) 
oxides and hydroxides were found to behave similarly. Thus, it is reasonable to treat CSNF rind 
as a mixture of uranium oxides and other actinide rather than as an oxyhydroxide of uranium 
(metaschoepite) for purposes of estimating the amount of water that is adsorbed on surfaces. In 
addition to spent fuel, the rind may also contain cladding corrosion products, primarily Zr02. 
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For CDSP waste packages, the waste form consists of HLW glass and DSNF. Although the 
composition of DSNF varies widely, for purposes of computing the water saturation, it is treated 
as CSNF, specifically, as Three Mile Island spent fuel. The DSNF is grouped into 11 categories 
(BSC 2004 [DIRS 172453], Section 6.1); however, Category 1 is representative of Naval SNF 
and is modeled as CSNF in the TSPA. Ignoring the mass associated with DSNF Category 7, 
which is included in only 6 percent of the CDSP WPs (only in the 2-MCO/2-DHLW 
configuration) (SNL 2007 [DIRS 180472], Table 6-2[a]), the U-Oxide/Mixed-Oxide fuel group 
(represented by DSNF Categories 4, 6, and 8) is found to contain the majority of the total DSNF 
mass for the remaining categories. Within this group, the TMI fuel has the highest number of 
waste packages (DOE 2004 [DIRS 169354] Appendix D), and thus is deemed to be the most 
representative of the DSNF fuel for the TSPA model. The predominant waste package 
configuration for the TMI fuel is the Long waste package (the 1L/5L configuration). The carbide 
fuel group (DSNF Categories 3 and 5) has the next highest DSNF mass (about 7 percent), 
followed by the aluminum-based fuel (DSNF Category 9) which has about 6 percent of the mass. 

HLW glass degradation rind consists of clay-like substances (BSC 2004 [DIRS 169988], 
Appendix D). The adsorptive behavior of HLW glass in humid air has been examined in the 
Defense HLW Glass Degradation Model (BSC 2004 [DIRS 169988], Section 6.5.3.1], and is 
well-characterized compared with CSNF and DSNF rind. 

The approach that is used for the no-seep case is to compute an effective diffusion coefficient 
using Archie's law, in which the diffusivity of a radionuclide is modified by the porosity and 
water saturation of the porous rind. The effective diffusion coefficient is used in Fick's law to 
determine the rate of diffusive transport. The water saturation is determined as a function of 
relative humidity using water vapor adsorption isotherms for spent fuel materials or analogs. 

6.3.4.6.1 CSNF Waste Form Rind Water Saturation 

CSNF rind water saturation in a humid air environment is predicted in the same manner as that 
of waste package corrosion products, namely, from the amount of water adsorbed, given by a 
water vapor adsorption isotherm. Because of the complex behavior of uranium oxides in humid 
air, reactions with water are usually investigated in terms of reaction rates and mechanisms 
(Ritchie 1981 [DIRS 179308]; Senanayake et al. 2005 [DIRS 179307]; McEachern and Taylor 
1998 [DIRS 113270], pp. 91 to 92; Leenaers et al. 2003 [DIRS 168991]) as UO2 is further 
oxidized to schoepite or dehydrated schoepite. Water vapor adsorption isotherms are seldom 
measured, the one known exception being LaVeme and Tandon (2003 [DIRS 178303], Fig 1) on 
UO2. Icenhour et al. (2004 [DIRS 179309], p. 260), attempted measurement of water sorption on 
UO2, but found no weight gain on their sample after one month at 97.5 percent relative humidity, 
although other oxides (UO3 and U308) that might be present in degraded SNF showed weight 
gains of up to 33 percent (Icenhour et al. 2004 [DIRS 179309], Table 1). Due to this lack of 
water vapor adsorption isotherms for the stable oxides of uranium, isotherms for Th02, PuO2, 
Zr02, and CeO2 will be used to supplement the UO2 isotherm of LaVerne and Tandon (2003 
[DIRS 178303]). The use of these substances as surrogates for UO2 is justified by analogy to 
steel corrosion products, wherein a variety of oxides and oxyhydroxides of iron and other 
transition metals (nickel and chromium) have been observed to display similar water vapor 
adsorption behavior (Section 6.3.4.3.2). In addition, all are present to some extent in CSNF as 
fuel (thorium), fission products (plutonium, thorium, cerium, and zirconium), or cladding 
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materials (zirconium). As the data show, the isotherms show a large amount of variability that 
can be attributed to uncertainty in measurements as well as differences in material properties, 
particularly in the specific surface area of the samples measured and how the samples were 
prepared and processed prior to measurements. 

Water adsorption data are sparse even for the four surrogate materials. Earlier measurements are 
more extensive and are used to develop this model; more recent measurements that are less 
extensive are used in Section 7.2.1 to validate the model. 

Table 6.3-12 summarizes the specific surface areas and pretreatment of samples for which the 
adsorption isotherms were measured. 

Table 6.3-12. Properties of Materials Used in Water Vapor Adsorption Measurements 

Material Specific m2 g- 
Surface Area ( 1 )  Pretreatment Reference 

UO2 0.51 Dried at 100°C for 48 hr 
under vacuum 

LaVerne and Tandon 2003 
[DIRS 178303], p. 13624 

Th02 11.2 Outgassed in vacuo (10-6  to 
10-7 Torr) at 500°C, then 
treated with 02 at 500°C 

Gammage et al. 1970 [DIRS 
178304], p. 4277 

ZrO2 14 to 15 Outgassed at 500°C Holmes et al. 1974 [DIRS 
154379], p. 368 

CeO2 4.18 Baked at 500°C for 48 hr LaVerne and Tandon 2003 
[DIRS 178303], p. 13624 

PuO2 57 Calcined at 350°C Stakebake 1971 [DIRS 
178302], p. 253 

PuO2 53 Calcined at 490°C Stakebake 1971 [DIRS 
178302], p. 253 

PuO2 9.9 Calcined at 760°C Stakebake 1971 [DIRS 
178302], p. 253 

PuO2 16.9 Heated 20 — 60 hr under 
vacuum at 50°C 

Stakebake and Dringman1968 
[DIRS 178840], Table I 

PuO2 16.9 Heated 20 — 60 hr under 
vacuum at 75°C 

Stakebake and Dringman1968 
[DIRS 178840], Table I 

PuO2 0.8 Dried by thermal cycling in 
dry argon atmosphere 

Paffett et al. 2003 
[DIRS 178712], Table 1 

The original adsorption isotherms from the literature for each of the ten samples listed in 
Table 6.3-12 are shown in Figures 6.3-35 to 6.3-41. Although smooth curves were drawn in 
each plot, only the measured data points, as indicated by symbols in the plots, are used to 
develop the representative isotherm for the rind saturation submodel. These data points were 
obtained by digitizing each plot using Grab It!TM Excel based digitizing software, and are listed 
in Table 4.1-18. 
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Figure 6.3-35. Water Vapor Adsorption Isotherms for UO 2  and Ce02  (Zr02  and Pu02  data are not used) 
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Figure 6.3-36. Water Vapor Adsorption Isotherm for Th02  
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Figure 6.3-37. Water Vapor Adsorption Isotherm for Zr02 
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Figure 6.3-38. Water Vapor Adsorption Isotherms for Pu02 
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Figure 6.3-39. Water Vapor Adsorption Isotherms for Pu0 2  at 50°C 

Source: Stakebake and Dringman1968 [DIRS 178840], Fig. 4 

Figure 6.3 -40. Water Vapor Adsorption Isotherms for Pu02 at 75°C 
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Figure 6.3-41. Water Vapor Adsorption Isotherms for PuO 2  

Using the same approach as for corrosion products in Section 6.3.4.2, all of the data for the 
several surrogate materials are combined and fit to a Frenkel-Halsey-Hill (FHH) multilayer 
adsorption isotherm. The adsorption isotherm has the functional form (see Equation 6.3.4.3.2-1): 

ln(RH)= kind  , 
19Z, 

(Eq. 6.3.4.6.1-1) 

where On„d  is the number of monolayers of water adsorbed onto the rind solid surface, RH is the 
relative humidity (fraction), and k rind  and Srind  are adjustable parameters. Equation 6.3.4.6.1-2 
can be rewritten as: 

111(0 and =(
— 1  \ 

S rind „I 

In [in (RH )] + In k rind  

Srind 

(Eq. 6.3.4.6.1-3) 
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which is linear of the form r = ax + b , with slope a = —11 s r;,,,, and intercept b = 	krmd  )/ 
The data listed in Table 4.1-18 are fit to Equation 6.3.4.6.1-3 using the Excel Trendline least 
squares functionality as shown in Figure 6.3-42, and the parameters kr,„d  and 	are evaluated 
as s„nd  = —1  1  a and k„„,,i  =  exp(— b  I  a) .  From Figure 6.3-42, a  =  -0.4665 and b  =  0.4897, which 
translates into mean values for the FHH isotherm parameters of 	=  2.144 and k,„1 „1  =  2.857. 

With a correlation coefficient of R 2 = 0.479, the data fit is not good. The quality of the fit is 
affected by several factors: (  I  ) The data are sparse and include five different materials. (2) The 
FHH isotherm is not universally applicable to all materials, but is used as a compromise; whereas 
the Th02 and Zr02 data appear to fit well (as indicated by a linear trend in the data in 
Figure 6.3-42), the other materials are likely to be represented better by a different isotherm 
function. (3) Some of the materials tested, particularly UO 2  and Pu02, are difficult to handle, 
resulting in large experimental uncertainty. (4) With the exception of Zr02, these materials tend 
to react readily with water, further reducing the reproducibility and increasing the scatter in the 
measurements. (5) Preparation and pretreatment of the samples affects the adsorptive behavior, 
as shown by the Pu02  data in Figure 6.3-42. All data points extracted from the original plots are 
used, although statistical analyses might suggest some data points to be outliers. Since there is 
no basis for eliminating any data in the literature sources, none was deleted. 
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Figure 6.3-42. Least Squares Fit of Adsorption Data to FHH Isotherm 
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It is desirable to incorporate uncertainty in the rind saturation model, since the data demonstrate 
high uncertainty in the adsorptive behavior of waste form degradation products. In addition to 
showing the least squares fit to the data, Figure 6.3-42 also shows two commonly used measures 
of uncertainty in the data and the linear fit to the data. The 95 percent confidence interval 
encloses the region in which the true best-fit linear least squares fit is 95 percent certain to lie. 
The 95 percent prediction interval is the area in which data are 95 percent certain to fall, based 
on the data used to generate the least squares fit. 

Figure 6.3-43 shows the fitted FHH adsorption isotherm for the waste form rind along with the 
data on which it is based. Also shown are various measures of uncertainty associated with the 
fitted isotherm, including the 95 percent prediction interval from Figure 6.3-42. As this figure 
shows, the prediction interval does not provide a suitable indication of uncertainty in the model. 
The prediction interval does encompass the experimental data, but is so broad that the 
predictions will result in unrealistically high water saturation in the rind in so many instances 
that sensitivity to RH is lost. The confidence interval shown in Figure 6.3-42 is not shown in 
Figure 6.3-43, since it is a measure of uncertainty in the mean, or fitted curve, and is not an 
appropriate indicator of the spread of the data. 
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Figure 6.3-43. Waste Form Rind Adsorption Isotherm Showing Uncertainty 

Another approach to expressing uncertainty is also shown in the form of standard deviation 
intervals; these are computed from the standard deviation in the linear least squares parameters, a 
and b: o' = 0.0458 and al, = 0.0679.. The FHH parameters, s 1 ,„,1  and k r„,,,, are then calculated 

	

for ± inT„ and ± 	for n =1, 2, and 3. and the F111-1 isotherm for combinations of s and k that 
give the bounds for each value of ri are plotted in Figure 6.3-43. To be consistent with the 
calculation of the effective diffusion coefficient (Section 6.3.4.1.1) and with the corrosion 
products adsorption isotherm (Section 6.3.4.3.2), the three standard deviation bounds is used. 
The one and two standard deviation bounds are too narrow, failing to encompass experimentally 
observed behavior. The three standard deviation bounds appear to he most suitable in terms of 
providing a range of adsorption estimates that will allow the sensitivity to this model to be shown 
in the TSPA calculations, while encompassing much of the experimental data. 
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For the waste form rind saturation model, Equation 6.3.4.6.1-2 will be used with the following 
ranges for parameters: s r,,,d  : 1.656 to 3.038; kr,,,d  1.606 to 8.215. Due to the sparseness of the 
data on which these parameters are based, a uniform distribution is recommended, although a 
joint normal distribution is also justified on the basis of assumptions implicit in the statistical 
analysis from which the ranges were calculated. 

The effective water saturation of the rind is computed in the same manner as for corrosion 
products (Equation 6.3.4.3.5-5): 

S wexind = min Prinj rindt 

( A  
1 —  Wrind  

Orind 
Ormd  (RH), 1.01, 	(Eq. 6.3.4.6.1-4) 

In addition to the adsorption isotherm, the density of rind solids, grind  [kg m-'], the rind specific 
surface area, rind [m2  kg- 1 ], and the rind porosity, 	[m3  void 111-3  total volume], are needed to 
evaluate the water saturation. The thickness of a monolayer of water (Equation 6.3.4.3.2-4) is 
treated as a constant, tf= 2.83 x 10 1°  m. The minimum of the calculated saturation and 1.0 is 
used in Equation 6.3.4.6.1-4 because the amount of water adsorbed using the FHH isotherm is 
unbounded as RH approaches 1.0, which may result in an unrealistic effective water saturation 
greater than 1.0. 

Each of the individual material properties that make up Equation 6.3.4.6.1-4 varies, depending 
on the composition of the rind. Whereas steel corrosion products are treated as a mixture of four 
distinct substances representing the most prominent materials present in corroded steel, the rind 
is represented as a single substance having composite properties of the surrogate rind materials. 
This approach is used because the rind will actually contain little of the surrogate materials, yet, 
to be consistent with the uncertainty resulting from the use of these surrogates in developing the 
adsorption isotherm, the ranges of physical properties of the surrogates must also be considered. 

The solid density of these materials, listed in Table 4.1-10, varies from 5,680 kg I11-3  (Zr02) to 
11,500 kg 111-3  (Pu02). The theoretical density of schoepite is 4,830 kg 111-3  (SNL 2007 
[DIRS 180616], Table?-1), so use of the higher surrogate material densities will overestimate the 
water saturation in the rind (see Equation 6.3.4.5-5) and consequently overestimate releases of 
radionuclides. 

The specific surface area of the surrogate rind materials, as listed in Table 6.3-12, varies widely, 
from 0.51 m 2  g-1  to 57 m2  g-1 . The materials used in the cited adsorption studies have a greater 
specific surface area than CSNF. CSNF Waste Form Degradation: Summary Abstraction (BSC 
2004 [DIRS 169987], Tables 8-2 and 8-3) specifies an effective specific surface area of CSNF 
ranging from 5 x 10 -5  m2  g-1  to 4 x 10--3 m2  g -1  , or a factor of 10,000 to 15,000 smaller than the 
specific surface areas of the surrogate rind materials. The specific surface area of degraded 
CSNF (schoepite) is unknown. While the specific surface area does not necessarily affect the 
adsorption isotherm, the water saturation is directly proportional to specific surface area 
(Equation 6.3.4.5-5). Thus, the estimated saturation using Equation 6.3.4.6.1-4 and the effective 
specific surface area of CSNF from CSNF Waste Form Degradation: Summary Abstraction will 
be negligible at any RH less than 1.0. The use of surrogate material properties, where both 
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specific surface area and density are higher than the values estimated for schoepite and CSNF, 
will result in overestimating water saturation in and releases of radionuclides from the CSNF 
rind. Sampling from the range and distribution for rind specific surface area given above will 
enable TSPA to evaluate the sensitivity of estimates for releases of radionuclides to this 
parameter. 

The rind porosity is specified as being uniformly distributed between 0.05 and 0.3 
(DTN: M00411SPACLDDG.003 [DIRS 180755], Table 7-1). The product of material 
properties that appears in the equation for water saturation (Equation 6.3.4.5-5), 

(, A  
rind  

	

Pry nAindi

, 	Y 
f 	 , therefore ranges over nearly three orders of magnitude, from 3.7 x 10 -3  to 

Vrind 

3.5, for the surrogate rind materials. To capture this large uncertainty, the specific surface area 
and density of the rind materials, as well as the porosity, will be sampled from uniform 
distributions over the ranges of the surrogate material properties: 

Specific surface area: 	0.5 to 60 m2  gl  
Solid density: 	5,600 to 11,500 kg I11-3  

Alternatively, the product, 0 rindt f 5 could be sampled from a uniform distribution ranging 

from 7.92 x 10-4  to 0.195 [dimensionless]. This product can be viewed as the volume of a 
monolayer of water per unit volume of rind. Although the range of rind porosity could be 
subsumed in this parameter range, it is more transparent to factor it in separately, since rind 
porosity is already a separate sampled parameter. 

The range of CSNF rind water saturations that can be obtained given the range of input 
parameters is now considered. The rind saturation is maximized using the maximum values for 
kind 'rind  , and grind  , and the minimum values for S rind  and Orind  ST,,,,,„,d  will reach a value of 

1.0 at RH 0.9992. The rind saturation is minimized using the minimum values for kind, 'rind 

and pthid , and the maximum values for s rind  and grind • S we,rind reaches a value of 1.0 at an RH of 
nearly 1.0 (8 x 10 -9  less than 1.0). Figure 6.3-44 shows the bounding values of rind saturation as 
a function of RH. Since the CSNF waste form domain contains both CSNF rind as well as 
corrosion products (which use a different adsorption isotherm, described in Sections 6.3.4.3.2 to 
6.3.4.3.5), the domain saturation is obtained by combining the water saturation of each material, 
as discussed in Section 6.5.2.2.2. 
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Figure 6.3-44. Water Saturation Bounds in CSNF Waste Form Rind 

The effective diffusion coefficient in the rind is computed analogously to the diffusion 
coefficient in the waste package corrosion products (Equation 6.3.4.3.5-2) using Archie's law: 

1054xv..rimiA 	 r S "mai 	' (Eq. 6.3.4,6.1-5) 

The implementation of the rind water saturation and water volume in TSPA is described in 
Section 6.5.2. Briefly, the EBS is modeled in TSPA as a series of three domains—waste form 
with associated steel components, waste package corrosion products, and invert For the waste 
form water saturation and volume calculation, the water associated with the rind is combined 
with water adsorbed onto corrosion products of the waste form steel components, which is 
obtained from the corrosion product water adsorption submodel developed in Section 6.3.4.3.5. 

6.3.4.6.2 HLW Glass Rind Water Saturation 

The interaction of humid air with HLW glass is discussed in Defense HLW Glass Degradation 
Model (BSC 2004 [DIRS 1699881, Section 6.5.3.1). When glass is exposed to humid air, water 
molecules will adsorb onto specific sites on the glass surface, primarily silanol and alkali metal 
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sites. The amount of water that sorbs on the glass will depend on the relative humidity of the air, 
the temperature of the glass surface, and how fast the water reacts with the glass. The sorption 
isotherm for water on a reference waste glass made with SRL 165 frit has been measured at room 
temperature (Ebert et al. 1991 [DIRS 111028], p. 134, Figure lb). The measured isotherm was 
fit using the following FHH isotherm equation: 

(— k HLWG)smwG 
eHLWG ln RH 

(Eq. 6.3.4.6.2-1) 

where 0 HavG  is the number of statistical monolayers of adsorbed water, RH is the relative 
humidity, I ciLwG  and sHL ,G  are constants with values of k HavG  = 3.2 and smm,G  = 1.5 for SRL 
165 glass. 

The density of HLW glass is P HLWG =2,700 kg 1113 , the porosity of HLWG rind is OHLwG  = 0.17 
(all data from DTN: M00502ANLGAMR1.016 ECN1 [DIRS 172830], Table 8-1). The specific 
surface area of HLWG, 2.70 x 10-6  m2  g', as given in the DTN, is calculated by dividing the 
geometric surface area of a glass log by its mass. This is not an appropriate measure of specific 
surface area of the finely-divided clay-like rind material. For the rind, the specific surface area 
of kaolinite is used; to characterize the uncertainty in rind specific surface area, it is assigned a 
range (that of kaolinite) of S HLWG = 10 to 38 m2  g' (Langmuir 1997 [DIRS 100051], Table 10.2). 
The water saturation is then given by: 

we,rind,HLWG = min 

HLW glass rind volume, 	Vrmd , llimiG  

P HLWG: HLWGt f 

is given in 

1—  0 HLWG 
OHL wc (RH),1.0 

M00502ANLGAMR1.016 

. 	(Eq. 6.3.4.6.2-2) 

ECN1 

OHLWG 

DTN: 
[DIRS 172830], Equation 54, as a function of time. For fully water saturated conditions, 
Equation 55 in the DTN also gives the water volume in the HLW glass rind. The 
implementation in TSPA of the HLW glass rind water saturation and water volume under 
unsaturated conditions is described in Section 6.5.2.2.2.2. 

6.4 CONSIDERATION OF ALTERNATIVE CONCEPTUAL MODELS 

Alternative conceptual models considered in the RTA are discussed in this section. A summary 
of models that are analyzed is presented in Table 6.4-1. 

In a deviation from the TWP (BSC 2006 [DIRS 177739]), the following additional alternative 
conceptual models that were planned have not been developed: 

• Fine-scale multi-process simulation of in-package transport, intended to justify the 
coarser-scale, two-cell waste package model implemented in TSPA (BSC 2006 
[DIRS 177739], Section 1.2.3) 
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• Bounding analysis for flux of H2O, 02, and CO2 into breached waste packages 
(BSC 2006 [DIRS 177739], Section 1.2.10), a more detailed, complex version of the 
alternative conceptual model described in Section 6.4.2. 

Table 6.4-1. Alternative Conceptual Models Considered 

Alternative 
Conceptual 

Models Key Assumptions Screening Assessment and Basis 
Bathtub flow 
model (alternative 
to flow-through 
model) 

Seepage water flowing into breached waste 
package accumulates until void volume is filled 
before water containing dissolved radionuclides 
flows out. Various cases, such as changing inflow 
rates and effect of solubility and dissolution rate 
limits, are evaluated. 

Screened out in analysis in Section 6.6.1. 
For several of the most pertinent cases, 
the flow-through model is bounding with 
respect to releases of radionuclides. 

Water vapor and 
oxygen diffusion 
limitations through 
stress corrosion 
cracks (alternative 
to unlimited 
access to water 
vapor and oxygen) 

If the rate of corrosion of steel components inside 
waste package is greater than the rate of diffusion 
of water vapor and oxygen into waste package, a 
film of adsorbed water cannot form, which delays 
diffusive releases until all steel is fully corroded. 
Water vapor concentration inside and outside waste 
package varied to determine conditions where rate 
of consumption of water and oxygen by corrosion 
might be greater than diffusion rate through 
stagnant air. 

Screened out. 
Potentially delays releases for hundreds 
to thousands of years. To model the 
concept defensibly requires a far more 
complex, detailed model. Unpredictable 
spatial variations in extent of corrosion, 
for example, may cause releases to be 
underestimated. The assumption that no 
water is physically adsorbed until all steel 
is corroded is questionable, since 
adsorption is typically a fast process. On 
the other hand, if water consumption by 
corrosion keeps the relative humidity 
inside the waste package low, the 
effective water saturation, as computed in 
the in-package diffusion submodel, will be 
so low that bulk liquid phase behavior 
allowing dissolution and diffusion of 
dissolved radionuclides will not exist until 
corrosion is complete. If cracks are filled 
with porous solids such as corrosion 
products, adsorption of water may 
partially or largely seal cracks from vapor 
diffusion, and other mass transfer 
mechanisms may dominate.  

Dual-continuum 
invert model 

Crushed tuff invert ballast is modeled as a dual-
continuum material consisting of intergranular pore 
space and intragranular pore space. 
All seepage flow into the drift flows through the 
intergranular pore space and into the UZ fractures. 
Imbibition from UZ host rock into the invert flows 
through the intragranular pore space. 
Diffusion of radionuclides also occurs in both the 
intergranular and intragranular pore spaces, from 
the waste package corrosion products into UZ 
fractures and matrix, as well as between the two 
invert continua. 

Screened out. 
Insufficient data to validate diffusion 
coefficients in individual continua. 
Insufficient data to confirm whether this is 
a bounding approach with respect to 
chemical behavior in the invert. 
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Table 6.4-1. Alternative Conceptual Models Considered (Continued) 

Alternative 
Conceptual 

Models Key Assumptions Screening Assessment and Basis 
Invert diffusion 
coefficient model 
with lower limit on 
water content 

As the water content of the crushed tuff ballast 
decreases, the water films that connect pore 
spaces become disconnected, and the effective 
diffusion coefficient drops more rapidly than 
predicted by Archie's law. Below some critical 
water content, the diffusion coefficient becomes 
zero. Based on models of diffusion in soils. 

Screened out. 
Insufficient data to validate diffusive 
behavior at very low water contents. 
Does not provide upper bounds on 
diffusion coefficients. 

Reversible 
(equilibrium) 
sorption of 
radionuclides onto 
waste package 
corrosion products 

Iron oxyhydroxide corrosion products sorb many 
radionuclide species. Sorption is assumed to be 
reversible and not compete with other radionuclides 
nor compete for kinetic sorption sites. 

Screened out. 
Does not account for limitations on total 
number of sorption sites. 
Does not account for competition with 
other radionuclides for sorption sites. 
Does not account for competition with 
kinetic sorption for sorption sites. 

Pu sorption from 
stationary 
corrosion products 
and colloids 

Plutonium sorbs strongly to iron oxyhydroxide 
corrosion product colloids and stationary corrosion 
products. Sorption may be considered "slowly 
reversible" (as opposed to kinetic). The model is 
applicable to the range of pH values expected in 
the repository environment. 

Experiment durations are short (hours to 
weeks) compared to the repository time 
scale. 
The mechanisms of plutonium sorption 
are not well-enough understood to fully 
interpret the data. 
Plutonium sorption and desorption data 
are not available for the highest pH 
ranges expected in the repository 
environment. 

6.4.1 Bathtub Model for the Waste Package 

The bathtub model is an alternative conceptual EBS flow model in which seepage collects within 
the waste package before being released to the EBS. This is an alternative to the "flow-through" 
geometry, and is analyzed in Section 6.6.1. It is concluded that, with respect to releases of 
radionuclides, the flow-through model increases releases relative to the bathtub model and is 
therefore bounding for the following cases: 

1. Primary case, in which the water inflow rate is constant, the rate of radionuclide 
dissolution is limited, and the radionuclide concentration is solubility-limited. Unlike the 
bathtub model, there is no delay in release of radionuclides in the flow-through model. 

2. Secondary case 1, in which the inflow rate undergoes a step change. The response of the 
bathtub model is identical to the flow-through model for solubility-limited radionuclides. 
For dissolution-rate-limited radionuclides, the flow-through model overestimates releases 
of radionuclides for the case of decreasing inflow, or increasing concentration, which is of 
primary interest from a performance or regulatory standpoint. 

3. Secondary case 2, a step change in groundwater chemistry. The flow-through model 
overestimates releases of radionuclides relative to the bathtub model when the solubility 
or dissolution rate increases because it has an instantaneous change to the higher 
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equilibrium value, whereas the bathtub geometry delays the change. For decreasing 
solubility or dissolution rate, the bathtub overestimates the fractional releases of 
radionuclides, but this case is of no interest from a performance or regulatory point of 
view, because the overall rate decreases. 

4. Secondary case 3, wherein a second corrosion patch opens instantaneously beneath the 
water level in the waste package in the bathtub model. The impact of this alternative flow 
path was screened out because of the potential mitigation from sorption and because the 
variability of corrosion rates provides large uncertainty in radionuclide release rates from 
the waste package. The existence of a second corrosion patch through the Alloy 22 outer 
corrosion barrier (which has a lower corrosion rate than that of the stainless steel internal 
components), implies that corrosion of steel internal components is already extensive, so 
there should be a high potential for sorption. 

As a result of this analysis, the bathtub model has been screened out as an ACM in order to 
overestimate radionuclide transport. 

6.4.2 Limited Water Vapor and Oxygen Diffusion Rate into Waste Package 

This ACM accounts for the resistance to diffusion of water vapor and oxygen into a waste 
package through SCCs. In the base model, there is no limit to the amount of water vapor 
available to adsorb onto surfaces within a waste package, which creates a pathway for diffusive 
transport of radionuclides out of the waste package. (This applies to the in-package diffusion 
submodel, Section 6.3.4.3.) However, the base model currently used for the TSPA to calculate 
dose overestimates releases of radionuclides, particularly at early times when the only breaches 
in a waste package are small SCCs. If the diffusion rate is limited, the rate of steel corrosion is 
limited by the rate of diffusion of water vapor and oxygen. The potential result is that no water 
is available to adsorb and form a thin liquid film on corrosion products, and no water would be 
available for radionuclide transport, because all water is consumed by the corrosion process as 
quickly as it diffuses into the waste package. This prevents formation of a diffusive path until all 
of the internal steel components are fully corroded, which in turn delays diffusive releases until 
that time. Since this may take hundreds to thousands of years, the delay in releases of 
radionuclides from breached waste packages could be extensive. During this delay, radioactive 
decay will decrease the quantity of radionuclides in the waste package, ultimately reducing 
releases to the environment. 

A mathematical description of this model is presented in Section 6.6.2, where sample 
calculations show that the corrosion rate is so slow that the small cross-sectional area of SCCs 
for diffusion does not limit diffusion of water vapor and oxygen relative to the rate of 
consumption by corrosion, so ample water vapor is available for adsorption. 

6.4.3 Dual-Continuum Invert 

This ACM treats the crushed tuff in the invert as a dual continuum comprised of two pore spaces 
— intragranular pore space (tuff particle matrix) and intergranular pore space. Although 
radionuclide transport by both advection and diffusion can occur in both pore spaces, the 
dominant flow and transport processes in each of these two pore spaces is generally different. In 
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order to simulate flow and transport through the invert accurately, the invert is conceptualized in 
this ACM as overlapping dual continua using a dual-permeability approach, wherein flow and 
transport occur in both pore spaces, and mass transfer takes place between the two pore spaces. 

A mathematical description of this model is presented in Section 6.6.3. 

6.4.4 Alternative Invert Diffusion Coefficient Models 

The following two alternative models for determining the diffusion coefficient in the invert are 
assessed: the single-continuum invert diffusion coefficient model and the dual-continuum invert 
diffusion coefficient model. In the single-continuum invert diffusion coefficient model, an 
alternative to the Archie's law approach for determination of the diffusion coefficient for the 
single-continuum crushed tuff invert ballast (Section 6.3.4.1) is modeled using an approach that 
has been applied to diffusion in soils. In the dual-continuum invert diffusion coefficient model, 
the bulk diffusion coefficient is dominated by the intergranular diffusion coefficient above the 
critical bulk moisture content, while below this critical value, the intragranular diffusion 
coefficient dominates. 

Mathematical descriptions of these models are presented in Section 6.6.4. 

6.4.5 Reversible Sorption of Radionuclides onto Waste Package Corrosion Products 

In this ACM, reversible sorption of radionuclides takes place on waste package corrosion 
products. Iron oxyhydroxides are generated through corrosion of mild steel and stainless steels 
within the waste package. The iron oxyhydroxides are known to be excellent sorbers (as 
indicated by their high Kd values) of many radionuclide species. In this ACM, sorption is 
modeled as being completely reversible for all radionuclides and represented by linear adsorption 
isotherms in the form of Kd values. The Kd values allow retardation factors to be computed for 
transport through the EBS. 

Kd values for 13 radionuclides are discussed in Section 6.6.5. 

6.4.6 Plutonium Sorption from Stationary Corrosion Products and Colloids 

The TSPA Model accounts for limited plutonium desorption from iron oxyhydroxides by 
incorporating a kinetic sorption component developed from the results of surface complexation 
based modeling. In contrast, this ACM accounts for the slow desorption of plutonium observed 
in experiments investigating adsorption and desorption of plutonium from iron oxyhydroxide. 
Postulated mechanisms of plutonium sorption are described and the experimentally observed 
desorption is interpreted in the context of these mechanisms. Kd values are calculated for 
application to plutonium transport in the EBS and for comparison with the TSPA Model base 
case. This ACM is not incorporated into the base-case model because the durations of sorption-
desorption experiments, upon which the parameters are developed, are short relative to the 
repository time scale. Furthermore, sorption experiments are performed without considering 
competition with other actinides, and data on plutonium sorption and desorption are not available 
for high pH ranges. 

This model is described in detail in Section 6.6.6. 
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6.5 MODEL FORMULATION FOR BASE CASE MODEL 

6.5.1 Mathematical Description of Base Case Conceptual Model 

A solute transport model typically consists of two component models: a model to solve the flow 
equation and another to solve the transport equation (Anderson and Woessner 1992 
[DIRS 123665], p. 327). The solution of the flow equation yields the flow velocities or flow 
rates. These flow rates are input to the transport model, which predicts the concentration 
distribution in time and space. Development of the EBS flow model and the EBS transport 
model are discussed separately in the next two subsections. 

6.5.1.1 	EBS Flow Model 

The EBS flow model is essentially a mass balance on water in the EBS. Because the 
microscopic details of processes that occur in the EBS are not important on a drift or waste 
package scale, an appropriate starting point for developing the EBS flow model is a general 
macroscopic balance on water within a drift (Bird et al. 1960 [DIRS 103524], p. 686): 

Here, m„, (kg) is the instantaneous total mass of water within the walls of a drift, which 
encompass the EBS. This equation states that the rate of change of water mass in the EBS is 
equal to the mass rate of flow out of minus the mass rate of flow into the EBS ( Aw„, [kg s -I ]), 
plus 	(kg s-l ), the net mass flow rate of water across bounding surfaces into the EBS by mass 
transfer (e.g., condensation or evaporation transfer water across a liquid surface, which is a 
boundary between gas-phase flow and transport and liquid-phase flow and transport), plus the 
rate of production of water by chemical reactions, r„, (kg s-1 ). Per Assumption 5.4, production 
or consumption of water by chemical reactions is assumed to be zero, resulting in: 

dm
' =—Own + ww'n . 	 (Eq. 6.5.1.1-2) 

dt 

At steady state or when the mass of water in the EBS changes slowly, the time derivative can be 
set to zero: 

—Aw,, + wW = O. 	 (Eq. 6.5.1.1-3) 

The alternative bathtub conceptual model, using Equation 6.5.1.1-2 for the waste package, is 
screened out as an ACM in Section 6.6.1. By neglecting changes in the density of the water 
within a drift as it passes through the EBS, Equation 6.5.1.1-3 can be divided by the density of 
water, p„, (kg m-3), to transform it into a volume balance involving volumetric flow rates: 

—AP, + Fwm =0, 	 (Eq. 6.5.1.1-4) 
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where F„, = w„, I p„, is the volumetric flow rate (m3  s-1 ), and the superscript m still refers to mass 

transfer processes. Since both — AF„, and F„,'" represent a net inflow minus outflow, 
Equation 6.5.1.1-4 simply states that outflow is equal to inflow. This is the general form of the 
water mass balance that is used for individual flow paths in the EBS in the RTA. It is applicable 
to the EBS as a whole as well as to individual components of the EBS. In particular, the terms 
AK, and w"1.,, can be broken down into the separate and distinct flow paths listed in 
Section 6.3.1.1. 

The volumetric flow rate of water into the top of the EBS is referred to as the total dripping flux, 
designated F, in Table 6.3-1, and is comprised of seepage flux into the top of the drift and 
condensation on walls of the drift. The seepage flux is computed in the GoldSim TSPA Model 
using Abstraction of Drift Seepage (SNL 2007 [DIRS 181244]), and condensation on the drift 
walls is represented in the TSPA Model through the In-Drift Natural Convection and 
Condensation model (SNL 2007 [DIRS 181648]); these are inputs or sources of inflow into the 
EBS flow model. 

Over the entire EBS, Equation 6.5.1.1-4 becomes 

	

+F„ =F8 , 	 (Eq. 6.5.1.1-5) 

where F, is the total dripping flux into the top of the drift and F, is the imbibition flux into the 
invert; see Figure 6.3-1. F8  is the flow rate of water leaving the invert and entering the UZ. 

For the drip shield, the flux through corrosion breaches in the drip shield is F2  and the flux of 
water diverted by the drip shield is F3  so the water balance on the drip shield is: 

	

F = F2  + F3  . 	 (Eq. 6.5.1.1-6) 

For the waste package, the water mass balance is: 

	

F2  = F4  + Fs  . 	 (Eq. 6.5.1.1-7) 

As modeled at steady state, there is no change in water storage in the waste package. Therefore, 
the flow rate of water from the waste package to the invert is equal to the flow into the waste 
package, F4  . The water balance over the invert includes this influx of water that has flowed 
through the waste package as well as water diverted around the waste package and water 
diverted around the drip shield. The total flow into the invert that originates from seepage flux 
and condensation (F,), is: 

F6  = F3  + F4  + F5  

= Fr 
(Eq. 6.5.1.1-8) 
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A water mass balance over the invert indicates that the sum of the seepage flux (F1) and 
imbibition flux (F7 ) flows out of the invert (Equation 6.5.1.1-5): 

F8  = F6  + F, 
= F1  + F„. 

6.5.1.1.1 Water Flux through a Breached Drip Shield 

Key features of the drip shield flux splitting algorithm include: (1) the seepage flux into the drift 
falls as droplets from the top of the drift onto the crown of the drip shield (Assumption 5.1), 
(2) droplets fall randomly along the length of the drip shield, (3) only flow through general 
corrosion patches is considered, (4) evaporation from the drip shield is neglected 
(Assumption 5.2); all of the seepage flux either flows through corrosion patches or drains down 
the sides of the drip shield, (5) all water that flows through breaches in the drip shield flows onto 
the waste package. 

In the conceptual model of the breached drip shield, corrosion patches are represented by square 
holes, with dimensions specified in an earlier version of the WAPDEG corrosion model as 
approximately 27 cm in width (CRWMS M&O 2000 [DIRS 151566], p. 36), where, the patch 
area is specified to be 7.214 x 10 4  mm2 . The breached drip shield experiments (BSC 2003 
[DIRS 163406]) were designed using holes of this size. 

Consider first some simple cases with idealized behavior, in which drops falling onto the drip 
shield either fall straight through corrosion patches or, after impacting the drip shield surface, 
flow straight down the sides of the drip shield. These will provide bounding cases for 
comparison as more realism is added to the flux splitting submodel. Let 2.e be the width (m) of a 
square corrosion patch, LDS  the axial length (m) of the drip shield, and NI, the number of 
patches on the drip shield, assumed to not overlap each other. 

In the simplest case, N, patches are located on the crown of the drip shield, none off the crown. 
Since all of the seepage flux F, falls on the crown of the drip shield, the amount that passes 
straight through breaches in the drip shield (F2) is simply the ratio of the total length of the 
N = Nc  patches to the total length of the drip shield multiplied by the seepage flux: 

F2  = 	 . 
LDS 

(Eq. 6.5.1.1.1-1) 

Next, suppose a single patch exists, randomly located on the top of the drip shield, but fully off 
the crown so that none of the seepage flux falls directly through the patch, but instead lands on 
the drip shield crown and then flows straight down the surface. Ideally, exactly half of the 
seepage flux drains down one side of the drip shield, and half down the other side. The reality is 
not far removed from the ideal: when drops strike the drip shield, they splatter in a random 
pattern; the region where splattered droplets fall is roughly circular. After a large number of 
drops have fallen, on average half of the droplets will have landed on each of the two sides of the 
drip shield. Since only half of the seepage flux drains down one side of the drip shield, a single 

(Eq. 6.5.1.1-9) 

ANL—WIS—PA-000001 REV 03 
	

6-122 	 October 2007 



EBS Radionuclide Transport Abstraction 

patch can only capture 2eILDs  of the flow down one side (F, / 2) , so the flux through a single 
patch in the drip shield is: 

	

F =F 	 . 2 	I  

LDS 
Ds  (Eq. 6.5.1.1.1-2) 

If two patches exist, with one patch on each side of the drip shield, the total flux will clearly be 
twice what flows through a single patch: 

2f F2  =F 	 . 
1  Las  

(Eq. 6.5.1.1.1-3) 

If two patches are located on one side of the drip shield, away from the crown, and located 
randomly except that they do not interfere with each other (i.e., one patch is not upstream from 
another where it would intercept flow that would be captured by a lower patch), then a 
fraction 2e1 LDS  of the flow down one side (F, / 2) will enter each patch. The total flux through 
the drip shield in this case is: 

F )2e 	2e 
2  F = — = F 

2 LDS 	Las 
(Eq. 6.5.1.1.1-4) 

  

In the general case where N, patches are randomly distributed on the drip shield, off the crown 
and not interfering with each other, Equation 6.5.1.1.1-4 becomes: 

Nc e F2  = F, 	. 
Las  

(Eq. 6.5.1.1.1-5) 

Different behavior is clearly seen depending on whether the patch is located directly on the 
crown such that drops fall straight through it, or whether the seepage is split by falling on the 
drip shield first, causing half of the dripping flux to flow down each side of the drip shield. 
If N, patches are located on the crown (N,Nb ), the most general form of the flux splitting 
algorithm for this idealization is: 

r F2  = F, L 	 2Nd  (N b  — N c )] 

=F (N  b  ± A 1  je 
LDS •  

(Eq. 6.5.1.1.1-6) 

Although this equation is general, it requires a distinction between patches on the crown and off 
the crown. However, the location of patches is completely random, so the location cannot be 
specified a priori. To account for the different flux through crown patches, note that crown 
patches occur within a distance ± 2e from the crown, or over an area 4eLDs . The total surface 
area of a drip shield is WDsLas , where W as  is the total unfolded width of the drip shield (m) as 
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measured from the bottom edge of one side, over the top, and down to the bottom of the other 
side. Then the probability of a patch occurring on the crown is: 

4eLDS 	4.f 

W DS L DS WDS 

(Eq. 6.5.1.1.1-7) 

Equation 6.5.1.1.1-6 can be rewritten to account for the probability of seepage flux falling into a 
crown patch or onto intact drip shield, and for the flux through a single crown patch being twice 
the flux through an off-crown patch for a given seepage flux: 

F2  = Fi  2Nbe(   42  
LDS )\,. WDS 

+ 
4f  \ 

WDS 

= F  Nbi  (4f +Wps ) 	 (Eq. 6.5.1.1.1-8) 
1  L as W as  

N t i  4t =F 	I )- 	+1 
Las \ W  DS j 

For a patch size of 2e = 27 cm and a total drip shield width of WDS  = 6.94 m, the term 
4e / Was  = 0.078. To a good approximation, the term 4t / Was  can be neglected, yielding: 

F2= 	 
LDS 

(Eq. 6.5.1.1.1-9) 

which is identical to Equation 6.5.1.1.1-5. This result indicates that, although the flux is higher 
through crown patches, the probability of patches occurring on the crown is small (4t / Was  or 
7.8 percent) and may be ignored in light of the uncertainties discussed in Section 6.3.2.4. 

The simple model presented thus far assumes ideal drops that do not splatter and that run down 
the drip shield in straight, nondiverging paths. Next, realism is added to the flux splitting 
submodel by taking into account observations and data from breached drip shield experiments, 
which account for drop splattering and the nature of rivulet flow along the surface of the 
drip shield. 

6.5.1.1.2 Breached Drip Shield Experiments 

The breached drip shield experiments (BSC 2003 [DIRS 163406]) are described in 
Section 6.3.2.4. The tests were performed at three different drip rates, which represent the range 
of expected liquid water influx rates over a single drip shield. The bulk of the tests were 
performed at a drip rate of 2 m3  yr-1 . Additional bounding flow rate tests were performed at a 
lower rate of 0.2 m 3  yr-1  and a higher rate of 20 m3  yr-I . The tests were performed by dripping 
water at specified drip locations, one location at a time for a period that allowed a measurable 
amount of liquid to be collected through breaches in the drip shield (typically 30 min to 60 min 
at 2 m3  yr-1 , 10 min at 20 m3  yr-I , and 5-51/2 hr at 0.2 m 3  yr-I ). 

ANL—WIS—PA-000001 REV 03 
	

6-124 	 October 2007 



EBS Radionuclide Transport Abstraction 

Four basic types of tests were performed: (1) "q(splash)" test, in which the splash distance was 
measured when a drop falls onto the drip shield surface; (2) "q(film)" tests, where the primary 
goals were to measure rivulet spread and the amount of flow into a single breach in the drip 
shield; (3) multiple breach tests, which were similar to the q(film) tests, except that multiple 
breaches existed in the drip shield mock-up; and (4) bounding flow rate tests, which repeated the 
q(film) and multiple breach tests using different drip rates. Most of the tests were performed on 
both a smooth drip shield and a rough drip shield. 

The dripping distance was based on design parameters and carried out at full scale. Thus the 
dripping distance used for dripping onto the crown of the drip shield was 2.173 m (BSC 2003 
[DIRS 163406]). The splash radius on the drip shield was measured for both the smooth 
surface (DTN: M00207EBSATBWP.022 [DIRS 163400]) and the rough surface 
(DTN: M00207EBSATBWP.021 [DIRS 163399]). The maximum lateral splash radius 
observed in Splash Radius Test #1 on the smooth surface was 72.5 cm after 60 drops; in Test #2, 
the maximum splash radius was 53.0 cm after 66 drops. On the rough surface, the maximum 
lateral splash radius in the five tests that were conducted was 106.5 cm after 203 drops. In 
addition to the splash radius tests, splash distances were recorded for some of the single patch 
q(film) rivulet flow tests; a maximum splash distance of 86 cm (DTN: M0207EBSATBWP.023 
[DIRS 163402]) was observed for drip location Patch 4, 8 cm right of center, onto the crown of 
the drip shield. The distribution of droplet formation on the surface as a function of distance 
from the impact location was not measured, although an approximate determination was made to 
distinguish an "inner cluster" of droplets from an "outer fringe," where the droplets were 
noticeably smaller (Table 4.1-4). It was observed that the outer splashes on the fringe tended to 
be smaller and less frequent on the rough surface than on the smooth surface. 

Observations during the breached drip shield tests revealed that the primary mechanism for water 
to enter breaches is via rivulet flow that originates from an area around the point of drip impact. 
Following droplet impact at the crown, beads formed and increased in size around the center of 
impact with each successive drop. After a time, the beads closest to the downhill curvature 
would reach a critical mass and roll down the face of the drip shield in the form of a rivulet. The 
rivulet flow area spreads out in a delta formation (i.e., the maximum spread was located on the 
vertical section of the drip shield and the minimum spread was located at the point of impact). 
No film flow was observed during tests on the smooth or the rough drip shield surfaces. 

For a given drip location onto the crown of the drip shield (Assumption 5.1), the spreading of the 
rivulet flow is defined by a spread angle, a, which is half of the total spread angle, formed with 
the vertical plane through the impact point. The total lateral spread of the rivulet flow is given 
by 2x tan a , where x is the arc length from the crown of the drip shield down to a location of 
interest. In the breached drip shield experiments (BSC 2003 [DIRS 163406]), the lateral rivulet 
spread to one side of the vertical plane, or x tan a , was measured. These definitions are 
illustrated in Figure 6.3-2. The curvature/shape of the drip shield is not shown in Figure 6.3-2 
for simplicity and clarity. 

The spread of rivulets from drips onto the crown of the experimental drip shield is reported in 
DTNs: M00207EBSATBWP.023 [DIRS 163402], M00207EBSATBWP.024 [DIRS 163401], 
and M00207EBSATBWP.025 [DIRS 163403] and summarized in Table 4.1-6. The data are 
analyzed in Microsoft Excel spreadsheet: Flux Split Drip Shield Model, Worksheet: Spread 
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angles, which is documented in Appendix C. The average spread at 33° from the crown 
in 26 measurements was 20.1 cm, corresponding to an average spread angle of about 13.2°. The 
range of spread angles, from one standard deviation smaller and greater than the mean, was 
about 8.9° to 17.3°. The distribution for spread angle is not clearly defined by the experimental 
data, and therefore a uniform distribution is considered appropriate. 

The initial simple model wherein drips flow straight down the curved top of the drip shield is 
made more realistic by incorporating the random spread of rivulets over an angle a as they flow 
down the drip shield surface. The spreading of rivulets increases the probability that they will 
flow into a breach (corrosion patch). Three cases are considered, two for a centrally located 
breach at different distances from the crown such that different proportions of the rivulet spread 
will encounter a breach, and one for a breach at the end of the drip shield. 

6.5.1.1.2.1 Drip Shield Flux for a Centrally Located Breach, Case 1 

Consider a breach that is centrally located on the drip shield. The breach is centrally located if 
Points A and B (defined below) are located on the same segment of the drip shield as the breach 
itself. In other words, the ends of the drip shield lie beyond Point A and Point B. Figure 6.5-1 
illustrates the location and geometry for potential rivulet flows into a breach with length le and 
whose top edge is located a curved distance of x from the crown. For simplicity in evaluating 
coordinates, the zero point of the y-axis is coincident with the center of the breach. 

In Case 1, e > x tan a ; in other words, the breach is wider than the rivulet spread at the top of the 
breach. 

Points A through D are defined as follows: 

• Point A corresponds to the leftmost point from which the edge of the fan from the rivulet 
can enter the left side of the breach. 

• Point B corresponds to the leftmost point from which all rivulets will enter the top edge 
of the breach. Point B lies between —.e (left side of the breach) and the origin, y = 0 . 

• Point C corresponds to the rightmost point from which all rivulets will enter the top edge 
of the breach. Point C lies between the origin and + e (right side of the breach). 

• Point D corresponds to the rightmost point at which the edge of the fan from the rivulet 
can enter the right side of the breach. 
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(Eq  6.5.1.1.2.1-2) 

Eq. 6.5.1.1.2.1-3) 
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Rivulets originating between Point A and Point - t can (all or partially) flow into the left side or 
the top of the breach. Symmetrically, rivulets originating between Point + 1/. and Point D can (all 
or partially) flow into the right side or the top of the breach. All rivulets originating between 
Point -f and + completely flow only into the top of the breach, not into the sides. The 
v-coordinates of Points A through D are: 

y 4  = — (x + 2e)tan a 
yR  = + x tan a 

= f -.r tan a 
y r, = f+(x+2f)tan a. 

(Eq. 6.5.1.1.2.1-1) 

 

A 	,e B 0 C 
i  
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y + (.1 + xtana 
J ai  =  

2x tan a 
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y+ f+(x+ 2()tana 
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danu 
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2t 
(x42t)tam 001,70ROt 

 

Figure 6.5-1. Geometry and Nomenclature for a Centrally Located Breach with r› x tan a 

For a uniform distribution of rivulet flow between -a and +a, the fraction /of the rando 
flow that enters the breach depends on the origin y of the rivulet: 

• For v 5 y, 	= 0 

• For y, < y 15 

• For - < y < yft , 

• For y8  y ye  , 

 

.1, = 1  (Eq. 6.5.1.1.2.1-4) 

(Eq. 6.5.1.1.2.1-5) 

October 2007 

• For yr. < y < t, 

 

 

- v+f+x tan a 

 

2.1-  tan a 
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• For e_y<yD , 

• For y yD  , fa, =0 

—y+f+(x+20tana 
J eD 2(x + 20 tan a 

(Eq. 6.5.1.1.2.1-6) 

In this context, f is essentially a probability distribution function (i.e., the probability that a 
rivulet will intersect the square corrosion patch). Integrating f over the full length of the drip 
shield (from — LDS  / 2 to + LDS  / 2) gives the total water flux through a breach of width 2L 
Then the fraction F (= F2  / Fi ) of seepage flux passing through the breach is: 

1 	rLDs iz  
F = 	

i- 	
f (y)dy 

Li-Ds LDS /2
J 

2  

(Eq. 6.5.1.1.2.1-7) 

2L 
1 	r e f (y)dy + f eB (y)dy + fc  fo dy + f u (y)dy + t  f ,D (y)dyl (Eq. 6.5.1.1.2.1-8) 
Ds  

tan a 
= 	+ 	• LDS  2L Ds  

(Eq. 6.5.1.1.2.1-9) 

The factor of 2 in the denominator starting in Equation 6.5.1.1.2.1-7 accounts for the seepage 
flux being split in two when it drips onto the crown of the drip shield, and half of the flux flows 
down each side. 

The result is independent of x, the distance from the crown. The amount of seepage flux that 
flows into a breach is, however, dependent on the rivulet spread angle a . This is reasonable 
because a wider spread angle allows rivulets from a wider span of the crown to access the 
breach. In effect, the width of the drip shield crown from which rivulets can flow into a breach 
is expanded from 2e to 2e +.P tan a . Flow into the sides of the breach contributes only a small 
amount to the total if the spread angle is small. If, for example, a = 13.2° (the mean spread 
angle from the drip shield experiments), the total flow into a breach, from Equation 6.5.1.1.2.1-9, 
is (e/L,,,)(1+ 0.117), so only about 0.117/1.117 1/10 of the total breach flow enters through 
the sides of the breach. 

As a check on this result, consider the case where the rivulets do not spread out over an angle a , 
but instead flow straight down (i.e., a = 0 = tan a ). Then Equation 6.5.1.1.2.1-9 becomes: 

or 

F = 	 (Eq. 6.5.1.1.2.1-10) 
Las  

F2  = F 	. 	 (Eq. 6.5.1.1.2.1-11) 
Las  
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• For yy.„ 	=0 

• For y < yA , fA_=0, 

• For yc=e<Y<YD, 

• For 

_—y+e+Zetana 
JeD 4f tan a 

+_ y f+2ftana 
fAe —  4f tan a 

fo  

(Eq. 6.5.1.1.2.1-12) 

(Eq. 6.5.1.1.2.1-13) 

(Eq. 6.5.1.1.2.1-14) 
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Equation 6.5.1.1.2.1-11 is identical to Equation 6.5.1.1.1.1-2, which was obtained from simple 
logic arguments. 

As a further check on the validity of Equation 6.5.1.1.2.1-9, consider a single patch located 
adjacent to the crown, just far enough away from the crown that the dripping seepage flux can 
impinge on the crown and flow down both sides (i.e., x 0 , about the width of a drop). Water 
flowing from the crown toward the patch will immediately enter the patch, since the spread over 
the angle a is negligible. Seepage flux dripping onto the drip shield crown to the left and right 
of the patch will flow down the drip shield in rivulets, fanning out over the angle a. In this 
case, yA =—e— 2f tan a, yB =—e, yc =-F,e, and yD  = f + 2f tan a. The fractions of the rivulet 
flow down one side of the drip shield into the patch are: 

• For yYD, fD+ ° 

Moving right from y = yA , where f = 0 , f increases linearly until y = —f-  (on the left side of 
—e), where f =1/ 2 ; because half of the rivulet fan is directed away from the patch at that point, 
at most half of the rivulet will enter the patch. Between —f and + e , all of the rivulets flow 
directly into the patch, so f =1. As on the left side of the patch, to the right of the patch, from 
y = e to y = yD  = e + 2e tan a, f decreases linearly from 'A to 0. Performing the same 
integration as in Equations 6.5.1.1.2.1-7 and 6.5.1.1.2.1-8 results in: 

F =—+
,etana  

LDS  2L Ds  
(Eq. 6.5.1.1.2.1-15) 

which is again identical to Equation 6.5.1.1.2.1-9. Since, as seen earlier, the flow into the top 
edge of the patch is fl Lac , the term t tan a 1(24s ) accounts for rivulet flow into the sides of the 
patch for this bounding example. 
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Multiple patches increase the flow into patches in direct proportion to the number of patches, 
assuming that patches do not interfere: 

.e tan a F=N   b [ 

LDS 	21, Ds  

 

(Eq. 6.5.1.1.2.1-16) 

 

or 

e tan a F2  = F,N b [ 

LDS 2Lps 
(Eq. 6.5.1.1.2.1-17) 

If patches are located below other patches, the rivulets are intercepted by the higher patches, and 
none or less flows into lower patches. In that case, the flux through the drip shield, F2  is less 
than predicted by Equation 6.5.1.1.2.1-17. That is, neglecting interference among multiple 
patches and using Equation 6.5.1.1.2.1-17 overestimates releases of radionuclides. 

6.5.1.1.2.2 Drip Shield Flux for a Centrally Located Breach, Case 2 

In Case 2, e < x tan a ; in other words, the breach is narrower than the rivulet spread at the top of 
the breach (see Figure 6.5-2). In Case 1, over some range of y centered at y = 0 , all of the 
rivulet flow enters the top edge of the breach (fo  =1). In contrast, in Case 2, the rivulet spread is 
too wide for all of the rivulet flow to enter the breach at any point (f0  <1). 

Points A through D are defined as follows: 

• Point A corresponds to the leftmost point from which the edge of the fan from the rivulet 
can enter the left side and top of the breach. 

• Point B corresponds to the rightmost point from which rivulets cannot spread beyond the 
upper right corner of the breach. Point B lies between — P (left side of the breach) and 
the origin, y = 0 . Rivulets originating between — .e and Point B enter only a portion of 
the top edge of the breach. 

• Point C corresponds to the leftmost point from which rivulets cannot spread beyond the 
upper left corner of the breach. Point C lies between the origin and + e (right side of the 
breach). Rivulets originating between Point C and + e enter only a portion of the top 
edge of the breach. Rivulets originating between Point B and Point C can enter the 
entire top edge of the breach. 

• Point D corresponds to the rightmost point at which the edge of the fan from the rivulet 
can enter the right side and top of the breach. 
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A -t B 0 C 
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D y. Distance along Crown 
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t.t.•24)kniki COMIltot 	• 

Figure 6.5-2. 	Geometry and Nomenclature for a Centrally Located Breach with 1 < x Ian a 

As in Case 1. rivulets originating between Point A and Point - can flow into the left side or the 
top of the breach. Symmetrically, rivulets originating between Point + t and Point D can flow 
into the right side or the top of the breach. All rivulets originating between Point - ( and + 
flow only into the top of the breach, not into the sides. The y-coordinates of Points A 
through D arc: 

= - - 	 2()tan 
V8 = - .v tan a 
yc  = 	x tan a 

= + (x + 2f)tan cr. 

(Eq. 6.5.1.1.21-1) 

The central region boundaries, yn  and yc  , are different for Case 2 than for Case I . 

For a uniform distribution of rivulet flow between -a and +a, the fraction ./ of the random rivulet 
flow that enters the breach depends on the origin v of the rivulet. These fractions are identical 
for corresponding regions to those in Case I except for the region . 1, 8  5 v yc  where now 

II < I instead of f„ = I . 

• For y y, 	=0 

■ For J., <3' < 

• For -f < y < rr ,  

v -k+(x+2f)tan a  
/it 2(x+ 20tana 

(Eq. 6.511.2.2-2) 

v+ f itana 
fa = 	 (Eq. 6.5.1.12.2-3) 

2x tana 
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–y+f-F(x+20tana 
fPD – 2(x + 20 tan a 

• For yB yyc., 

• For yc. < y < e, 

• For e_y<yD , 

• For y yr) , f„ =0 . 

(Eq. 6.5.1.1.2.2-4) 

(Eq. 6.5.1.1.2.2-5) 

(Eq. 6.5.1.1.2.2-6) 

_–y+t+x tan a 
J Ce 	  2x tan a 

Integrating f over the full length of the drip shield (from – LDS  / 2 to + LDS  12), as in Case 1, 
gives the total water flux through a breach of width Ze . The fraction F (= F2  / Ft ) of seepage 
flux passing through the breach is: 

F = 	1 	us /2 f (y)dy 	 (Eq. 6.5.1.1.2.2-7 
LDS/2 2LDs   

1 	F r- 
2LDS

LI:f „(y)dy 	feB (y)dy 	fody + rfce (y)dy+ feD (y)dyl (Eq. 6.5.1.1.2.2-8) 

e 	e tan a = — + 	 (Eq. 6.5.1.1.2.2-9) 
LDS 2L Ds  

For Case 2, the seepage flux passing through the breach is identical to Case 1 
(Equation 6.5.1.1.2.1-9). This is reasonable considering that F is independent of x. In other 
words, the breach can be located at any distance from the crown, and the same fraction of 
seepage flux will flow into it. The two cases are really a single case where the breach in Case 2 
is simply located further from the crown than in Case 1. 

6.5.1.1.2.3 Drip Shield Flux for an End -Located Patch 

The drip shield design (BSC 2007 [DIRS 179843]) includes a connector guide at one end and a 
connector plate at the other end that, being thicker than the plates comprising the top and sides of 
the drip shield, should survive intact longer than the plates. These components will prevent any 
rivulets from flowing off the ends of the drip shield. This will alter the fraction of rivulet flow 
that enters patches that are located at the ends of the drip shield. If the patch is located a short 
distance from the end, the space between the patch and the connector guide will allow water 
diverted by the guide to flow down the drip shield instead of into the patch. This distance is 
unknown, but for simplicity is chosen to be zero (i.e., if the patch is not coincident with the 
connector guide, it behaves as a centrally located patch). 
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Consider a breach that is located at one end of the drip shield. Figure 6.5-3 illustrates the 
location and geometry for potential rivulet flows into a breach with length 2( and whose top 
edge is located a distance of x from the crown. For simplicity in evaluating coordinates, the zero 
point of the y-axis is again coincident with the center of the patch, and the end of the patch as 
well as the drip shield are at y = 

	

C +t 	D 	y, Distance along Crown 

	

' 	  

tangy t /11"  

2t 

CC 117•1 01 a 
11\4+21)tana 

Figure 6.5-3. Geometry and Nomenclature for an End-Located Breach with f > x tan a 

The Points C and ❑  are defined as above for Case I. Point A is beyond the end of the drip 
shield, and distinguishing Point B is unimportant because all rivulets originating to the left of 
Point C flow completely into the breach. 

ya  -( x tan a 

- x tan a 
+ + 20Ean a. 

(Eq. 6.5,1.1.2_3 - 1) 

It is shown above that the result is independent of .v for the centrally located breach. Therefore, 
either case is adequate for analysis. For the case where 1 > x tan a , corresponding to Case 1 
above, the fraction f of rivulet flow into the patch over ranges of y are: 

• For y 	, 	0 

• For - y 

f) = 1 	 (Eq. 6.5.1.1.2.3-2) 

• For yc . < y < 

_fo - 
y ( x tan a 

(Eq. 6.5.1.1.2.3-3) 
2x tan a 
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• For ey<yD, 

• For y yD , fD, = O. 

fen. =
—y+f+(x+20tana  

2(x + 20 tan a 
(Eq. 6.5.1.1.2.3-4) 

Integrating f over the full length of the drip shield (from — LDS  / 2 to + LDS  / 2) gives the total 
water flux through a breach of width 2f . The fraction F (= F2  / F) of seepage flux passing 
through the breach is: 

F = 1 	it's /2  f (v)dy 	 (Eq. 6.5.1.1.2.3-5) 
21, Ds  Lps  / 2 

=
2LDs 	 [ fc fody + c fcy (Y)clY + 

Jae D  .i.  PD (Y)dyl 	 (Eq. 6.5.1.1.2.3-6) 
f 	c 

ee tan a 
= 	± 	• 	 (Eq. 6.5.1.1.2.3-7) 

LDS 4LDs  

Thus, the seepage flux fraction F for breaches at the end of the drip shield is independent of the 
distance x from the crown. The only difference from centrally located breaches is the term that 
accounts for flow into the side of a breach [f tan a 1(44s )] . Since only one side of the breach is 
accessible to rivulet flow, the flow through the one side of the breach at the end of the drip shield 
is just half of the flow through two sides in a centrally located breach. 

As seen above, for a small rivulet spread angle, the portion of the flow into a breach that enters 
through the side is small. For an end breach, that fraction is even smaller. In the example given 
in Section 6.5.1.1.2.1, for a mean spread angle of a = 13.2°, flow through the sides of the breach 
accounts for only about 1/10 of the total. For an end breach, based on Equation 6.5.1.1.2.3-7, 
side flow will account for only 6 percent in this example. In Section 6.5.1.1.2, experimental 
results are discussed that show the spread angle is approximately 13.2° and that the amount of 
seepage flux that actually enters a breach varies widely. Differences of 6 percent are negligible. 
Since the end-located breach model (Equation 6.5.1.1.2.3-7) applies only to breaches that are 
exactly at the ends of the drip shield, which will be an infrequent occurrence, it is reasonable to 
ignore the distinction between end breaches and centrally located breaches. 

Then the flux through one patch in the drip shield is: 

F2 = F, -
e 1+ tan cx 

LDS 	2 
(Eq. 6.5.1.1.2.3-8) 
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6.5.1.1.2.4 Analysis of Breached Drip Shield Experiments 

The breached drip shield experiments (BSC 2002 [DIRS 158193]; BSC 2003 [DIRS 163406]) 
provide estimates of the rivulet spread factor from which the spread angle a can be determined 
(DTN: M00207EBSATBWP.022 [DIRS 163400]), the splash radius from drops falling from the 
roof of the drift to the crown of the drip shield (DTN: M00207EBSATBWP.022 
[DIRS 163400]), and the flow into breaches from a number of discrete drip locations 
(DTN: M00207EBSATBWP.023 [DIRS 163402]). In addition, the tests characterized the flow 
behavior on the drip shield surface, determining that flow occurs as rivulets rather than as film 
flow. 

In Splash Radius Test #1 (DTN: M00207EBSATBWP.022 [DIRS 163400]), water was dripped 
onto the drip shield crown, and the distance that the water splattered was measured. 
In 12 separate sets of measurements (Table 4.1-4), using from 1 to 90 drips, splash distances to 
the right ranged from 1.6 cm (single drip) to 63.2 cm (49 drips); splash distances to the left 
ranged from 1.6 cm (single drip) to 72.5 cm (60 drips). Tests using larger numbers of drips 
tended to result in larger maximum splash distances. "Outer fringe" measurements using more 
than 20 drips ranged from 31.5 cm to 72.5 cm, whereas "inner cluster" measurements using more 
than 20 drips ranged from 25.0 cm to 48.0 cm. The definition of the grouping as "outer fringe" 
and "inner cluster" was not specified, but the results indicate a distribution of splashed water 
heavily weighted to a median radius of about 40 cm. 

The splash radius is useful for providing a distribution of rivulet origins based on limited 
experimental data. In the flow tests, water was dripped onto the drip shield in only a few discrete 
locations. In order to make greater use of the data to determine the uncertainty in applying the 
drip shield flux splitting submodel (Equation 6.5.1.1.2.3-8), the distribution of splattered water 
can be treated as multiple drip locations in comparing Equation 6.5.1.1.2.3-8 to the 
experimental data. 

Rivulet spread was measured in single patch q(film) tests (DTN: M00207EBSATBWP.023 
[DIRS 163402]), multiple patch tests (DTN: M00207EBSATBWP.024 [DIRS 163401]), and in 
bounding flow rate tests (DTN: M00207EBSATBWP.025 [DIRS 163403]). Table 4.1-3 
summarizes the maximum rivulet spread to the left and right of a straight line down the drip 
shield from the drip impact point. The rivulet spread data are analyzed in Microsoft Excel 
spreadsheet: Flux Split Drip Shield Model, Worksheet: Spread angles, which is documented in 
Appendix C. The results—the mean and range of spread angles—are reported in Section 6.5.1.1.2. 

Rivulet spread measurements at the top edge of patches in the drip shield mock-up are used. The 
distance x from the drip location on the crown of the drip shield to the point of measurement is 
determined from the drawing of the drip shield mock-up shown in Figure 4.1-1, which is 
reproduced from Howard (2002 [DIRS 161516], p. 14). Various dimensions used in the 
Microsoft Excel spreadsheet analysis of the data are listed in Table 6.5-1. Because the drip 
shield top surface is a circular arc (Figure 4.1-1), the 16.5° line is at half the distance from the 
crown to the 33° line, or 0.43 m from the crown. 
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Table 6.5-1. Dimensions Used in the Analysis of Breached Drip Shield Experiments, Based on 
Dimensions Shown in Figure 4.1-1 

Dimension Calculation Distance (m) 
Crown to 33° line 2.44 m - 0.94 m - 0.64 m 0.86 
Crown to 16.5° line 1/2 distance from Crown to 33° line 0.43 
Crown to top edge of Patch 4 2.44 m - 0.94 m - 0.135 m 1.365 
Crown to top edge of Patch 5 2.44 m - 0.94 m - 0.64 m 0.86 
Crown to transition line 2.44 m - 0.94 m 1.50 
16.5° line to transition line 0.43 m (Crown to 16.5° line)+ 0.64 m 1.07 
16.5° line to 33° line 1/2 distance from Crown to 33° line 0.43 
16.5° line to Patch 4 0.43 m (Crown to 16.5° line)+ 0.64 m - 0.135 m 0.935 
16.5° line to Patch 5 1/2 distance from Crown to 33° line 0.43 
33° line to Patch 4 0.64 m - 0.135 m 0.505 
33° line to transition line 0.64 m 0.64 
% distance between Crown and 16.5° 
line to Patch 4 

1/2(0.43 m [Crown to 16.5° line]) + 0.43 m (16.5° line to 
33° line) + 0.64 m -0.135 m 1.15 

Source: Howard 2002 [DIRS 161516], p. 14. 

Since the experiments involved dripping at a few discrete locations, it is not possible to calculate 
the flux through the drip shield as given by Equation 6.5.1.1.2.3-8 using experimental data. 
Instead, the fraction fof dripping flux at an individual drip location that flows into a given breach 
can be computed for the tests and compared with the fraction expected using one of the 
Equations 6.5.1.1.2.1-1 to 6.5.1.1.2.1-6 (Case 1) or 6.5.1.1.2.1-18 to 6.5.1.1.2.1-23 (Case 2). The 
appropriate equation to be used depends on the drip location relative to the breach. The 
variability in the experimental values (fer„, ) and comparisons with calculated values (fca„ ) show 
the range of uncertainty in the drip shield flux ratio F = F2 	. The values of fexp, and fcarc 

are calculated in Microsoft Excel spreadsheet: Flux Split Drip Shield Model, 
Worksheet: f calculations, which is documented in Appendix C. 

Experimental data from two breaches are pertinent to this analysis-Breach 4 and Breach 5. 
Breach 4 straddled the transition line between the top of the drip shield and the vertical side, with 
the top edge 136.5 cm from the crown. Breach 5 was located on the top of the drip shield, about 
half way between the crown and the transition line, with the top edge 86 cm from the crown. 

Table 6.5-2 shows the fraction of the total dripping flux that entered a breach in each of 14 tests. 
The data sources are single patch q(film) test results (DTN: M00207EBSATBWP.023 
[DIRS 163402]), multiple patch test results (DTN: M00207EBSATBWP.024 [DIRS 163401]), 
and bounding flow rate test results (DTN: M00207EBSATBWP.025 [DIRS 163403]), and are 
given in Table 4.1-2. The results are compared with calculated fractions for the mean spread 
angle as well as for the spread angles corresponding to plus or minus one standard deviation 
from the mean rivulet spread angle. The experimentally observed fractions, fexp„ were 
calculated assuming that one-half of the measured total dripping flux flowed down the side of the 
drip shield where the breaches were located. This is necessary for fexp, to be consistent with the 
fractions in Sections 6.5.1.1.2.1 and 6.5.1.1.2.2, which are the fractions of flow down one side of 
the drip shield that enters a breach. 
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Table 6.5-2. Comparison of Experimental Breach Inflow Fractions with Model Calculations from 
Appendix C 

Drip Location 
(Test Description) Breach 

No. 

y, Drip 
Location 

Relative to 
Breach Center 

(cm) 

x, Vertical 
Distance from 
Crown (drip) 

to Top of 
Breach a  (cm) few  

fcalc  

a4.9° a=13.2° a=17.3° 
8 cm right of Patch 4 
centerline (Q[film] Test) 4 8 136.5 0.247 0.629 0.423 0.318 

Patch 5 centerline (Q[film] 
Test) 5 0 86.0 0.258 1.000 0.672 0.504 

4 cm left of Patch 5 
centerline (Q[film] Test) 5 -4 86.0 0.136 0.854 0.680 0.504 

Patch 4 centerline (Q[film] 
Test) 4 0 136.5 0.236 0.634 0.423 0.318 

27 cm right of drip shield 
center (Multiple Patch 
Test) 

5 -27 86.0 0.033 0.117 0.244 0.504 

27 cm left of drip shield 
center (Multiple patch test) 4 27 136.5 0.019 0.236 0.323 0.318 

81 cm left of drip shield 
center (Multiple Patch 
Test) 

4 -27 136.5 0.031 0.236 0.323 0.318 

81 cm right of drip shield 
center (Multiple Patch 
Test) 

5 27 86.0 0.032 0.117 0.244 0.504 

54 cm left of drip shield 
center (High Flow Rate 
Test) 

4 0 136.5 0.275 0.634 0.423 0.318 

54 cm left of drip shield 
center (Low Flow Rate 
Test) 

4 0 136.5 0.177 0.634 0.423 0.318 

27 cm left of drip shield 
center (High Flow Rate 
Test) 

4 27 136.5 0.020 0.236 0.323 0.318 

27 cm left of drip shield 
center (Low Flow Rate 
Test) 

4 27 136.5 0.013 0.236 0.323 0.318 

27 cm right of drip shield 
center (High Flow Rate 
Test) 

5 -27 86.0 0.013 0.117 0.244 0.504 

Mean 0.111 0.414 0.380 0.398 
Std. Dev. 0.106 0.305 0.144 0.096 
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Table 6.5-2. Comparison of Experimental Breach Inflow Fractions with Model Calculations from 
Appendix C (Continued) 

Drip Location 
(Test Description) Breach 

y, Drip 
Location 

Relative to 
Breach Center 

x, Vertical 
Distance from 
Crown (drip) 

to Top of 

fca/c  

No. (cm) Breach a  (cm) fexpt a4.9° a=13.2° a=17.3° 
Std. Dev. 0.106 0.305 0.144 0.096 
Median 0.049 0.236 0.323 0.318 
Minimum 0.013 0.117 0.244 0.318 
Maximum 0.275 1.000 0.680 0.504 
a  Vertical distance from crown to top of breach is calculated in Table 6.5-1. 
DTNs: M00207EBSATBWP.023 [DIRS 163402]; M00207EBSATBWP.024 [DIRS 163401]; 

M00207EBSATBWP.025 [DIRS 163403]. 

The experimentally observed fraction of drip seepage flowing into a breach varies widely. This 
variability is primarily due to the drip location—when the drip location is centered over the 
breach, much of the flow enters the breach, and when the drip is far off to the side of a breach, 
little of it enters the breach. However, the variability also includes differences in drip rate, the 
distance from the crown to the breach, evaporation from the drip shield surface, and random 
variability in drop splashing and rivulet flow behavior. 

The fraction of drip seepage flowing into a breach calculated from the model is found always to 
be higher than observed experimentally, particularly when the drip location is far from the 
breach. When the drip location is well away from the patch center, and little water flows into the 
breaches ( fe.v„ less than about 0.1), the model overestimates the experimental fraction 
increasingly as the estimated spread angle increases (see Table 6.5-3). In contrast, the model 
predicts that ever-increasing amounts of water flow into a breach as the spread angle increases. 
This can be seen in Equation 6.5.1.1.2.3-8, which shows that the flow into breaches is 
proportional to (1 + 'A tan a) , so as the spread angle a increases, so does the flow into breaches. 
Evaporation also plays a part. The model assumes no evaporative losses (Assumption 5.2), 
whereas evaporation from the drip shield occurred in the experiments because the relative 
humidity was less than 100 percent. Using a larger spread angle in the model results in increased 
predicted flow into a breach, whereas evaporation consistently reduces the experimentally 
measured inflow. Thus, ignoring the observed occurrence of evaporation in the development of 
the drip shield flux splitting submodel will overestimate the transport of radionuclides. 

When the drip location is directly above the breach, the model agrees more closely with 
experiments as the spread angle increases. Again, the model generally overestimates the flow 
into breaches. In this case, as the estimated spread angle increases, less flow into breaches is 
predicted, so the model agrees more closely with experiments. 

A major reason for the differences between the flux splitting submodel calculations and the 
experimental results is that splashing of the drops when they impinged on the drip shield resulted 
in a dispersed source of rivulets. In contrast, the model supposes that the entire dripping flux 
flows down the drip shield from the point of impact. Splattering spreads the dripping flux over a 

ANL—W1S—PA-000001 REV 03 
	

6-138 	 October 2007 



EBS Radionuclide Transport Abstraction 

wide span of the drip shield crown. The splash radius tests recorded splashes that extended up 
to 72.5 cm from the drip location, with an "inner cluster" radius of 25 cm to 48 cm 
(DTN: M00207EBSATBWP.022 [DIRS 163400]). In three of the q(film) rivulet flow tests, 
lateral splash distances ranging from 54.5 cm to 86 cm from the drip point on the crown were 
observed (DTN: M00207EBSATBWP.023 [DIRS 163402], Drip Location: Patch 5, center, 
crown; Patch 4, center, crown; and Patch 4, 8 cm right of center, crown). Since a large portion of 
the dripping flux in the tests splattered beyond the range of rivulet flow into individual breaches, 
the flow into breaches was much less than predicted by the model. Thus, ignoring the observed 
occurrence of splattering in the development of the drip shield flux splitting submodel will 
overestimate the transport of radionuclides. 

Table 6.5-3. Additional Comparisons of Experimental Breach Inflow Fractions with Model Calculations 
from Appendix C 

Drip Location 
(Test Description) fexpt 

fcak ' fexpt fcalc I fexpt 

a =8.9° a =13.2° a =17.3° a =8.9° a =13.2° a =17.3° 

8 cm right of Patch 4 centerline 
(Q[film] Test) 0.247 0.382 0.176 0.071 2.545 1.713 1.286 

Patch 5 centerline 
(Q[film] Test) 0.258 0.742 0.414 0.246 3.876 2.604 1.955 

4 cm left of Patch 5 centerline 
(Q[film] Test) 0.136 0.718 0.544 0.368 6.277 4.998 3.707 

Patch 4 centerline (Q[film] 
Test) 0.236 0.398 0.187 0.082 2.686 1.794 1.347 

27 cm right of drip shield 
center (Multiple Patch Test) 0.033 0.085 0.212 0.472 3.606 7.515 15.507 

27 cm left of drip shield center 
(Multiple patch test) 0.019 0.217 0.304 0.299 12.393 17.016 16.722 

81 cm left of drip shield center 
(Multiple Patch Test) 0.031 0.205 0.293 0.287 7.720 10.600 10.417 

81 cm right of drip shield 
center (Multiple Patch Test) 0.032 0.085 0.212 0.472 3.662 7.632 15.750 

54 cm left of drip shield center 
(High Flow Rate Test) 0.275 0.359 0.148 0.043 2.306 1.540 1.156 

54 cm left of drip shield center 
(Low Flow Rate Test) 0.177 0.456 0.246 0.140 3.574 2.387 1.792 

27 cm left of drip shield center 
(High Flow Rate Test) 0.020 0.215 0.303 0.298 11.693 16.055 15.777 

27 cm left of drip shield center 
(Low Flow Rate Test) 0.013 0.223 0.310 0.305 18.286 25.108 24.673 

27 cm right of drip shield 
center (High Flow Rate Test) 0.013 0.104 0.231 0.491 9.064 18.888 38.978 

27 cm right of drip shield 
center (Low Flow Rate Test) 0.065 0.053 0.180 0.440 1.815 3.781 7.804 

October 2007 ANL-WIS-PA-000001 REV 03 	 6-139 



EBS Radionuclide Transport Abstraction 

Table 6.5-3. Additional Comparisons of Experimental Breach Inflow Fractions with Model Calculations 
from Appendix C (Continued) 

Drip Location 
(Test Description) fexpt 

fcalc ' fexpt fcalc I fexpt 

a=8.9° a=13.2° a =17.3° a =8.9° a=13.2° a =17.3° 

Mean 0.111 0.303 0.269 0.287 6.393 8.688 11.205 
Std. Dev. 0.106 0.221 0.107 0.155 4.885 7.672 11.033 
Median 0.049 0.220 0.239 0.298 3.769 6.256 9.110 
Minimum 0.013 0.053 0.1484 0.043 1.8145 1.540 1.156 
Maximum 0.275 0.742 0.5439 0.491 18.286 25.108 38.978 

Table 6.5-4. Water Collected in Drip Shield Experiment Q(film); Drip Location: Patch 4, 8 cm Right of 
Center, Crown 

Collection Station Initial Mass (g) Final Mass (g) Net Water Mass (g) 

Water Collected in 
Each Group of 

Collection Stations (g) 
Input Water -50.32 -228.52 -178.20 178.20 
Gutter 1-1 7.652 16.434 8.782 36.351 
Gutter 3-1 7.611 8.677 1.066 
Gutter 3-2 7.600 23.213 15.613 
Gutter 3-3 7.612 8.899 1.287 
Gutter 3-4 7.521 17.124 9.603 
Breach 2 107.02 109.00 1.98 24.00 
Breach 4 107.60 129.62 22.02 
Drip Shield OUT 1 7.634 8.738 1.104 72.685 
Drip Shield OUT 2 7.578 19.681 12.103 
Drip Shield OUT 3 7.574 34.446 26.872 
Drip Shield OUT 4 7.702 40.308 32.606 
DTN: M00207EBSATBWP.023 [DIRS 163402]. 

One other cause for the discrepancies between experimental and predicted flow fractions is that, 
in the model, all dripping flux flows down the drip shield surface. In the experiments, a large 
amount of water remained on the drip shield as splattered drops that had not yet grown large 
enough to flow down the surface. For example, Table 6.5-4 shows the amount of water collected 
in the first experiment listed in Table 6.5-2. Of the 178.2 g of water that was dripped onto the 
surface, only 60.35 g was collected from the breaches or drainage gutters, whereas 72.685 g, 
or 41 percent, remained on the surface ("Drip Shield OUT" entries). This is a source of 
uncertainty in the experimental results that could be reduced by increasing the duration of the 
experiment far beyond the one-hour length of the test, but is inherent in the experiment and 
cannot be eliminated. The result is that less of the dripping flux actually flowed down the drip 
shield surface than is predicted by the model. This also causes the model to overestimate the 
fraction that flows into breaches, and, therefore, overestimates the transport of radionuclides. 
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Results presented in Table 6.5-2 and Table 6.5-3 show a large uncertainty in the fraction of 
rivulet flow that enters breaches. The integrated fraction of flow into breaches, which is the 
desired result, is not readily discerned from the uncertainty in the inflow fractions, even though 
the flows obtained experimentally are more clearly quantified. 

Another approach, which is used to develop an uncertainty factor for use in TSPA, is to apply the 
integrated flow fraction approach to a drip shield whose length is about as wide as the splash 
diameter. If the rivulet source is dispersed along the crown, the integrated flow into a breach, 
Equation 6.5.1.1.2.3-8, can be applied. However, instead of the full drip shield length, the splash 
diameter is used for Las  . Thus, for the breached drip shield experiments, L DS  has a range that is 
double the measured range for "inner cluster" splash radius (25 to 48 cm, as discussed at the 
beginning of this section, Section 6.5.1.1.2.4), or 50 to 96 cm. 

The uncertainty in the effective drip shield length and in the spread angle is accounted for in a 
parameter fps  , and the fraction of seepage flux that enters a breach, F2  / F, is written as in 
Equation 6.3.2.4-2: 

F /F = Nb  2
e

1+ tan 

LDs 	2 ) fDS • (Eq. 6.5.1.1.2.4-1) 

In this approach, the uncertainty factor fDs  is obtained by replacing F2  I F, with fexp„ the 
experimental fraction of drip flow that enters a breach: 

fDS 
F2  / F,  

,e  ( 1+  tan a) 

LDs 2 ) 

fexpl  

	r , +  tan g • 

LDs 	2 

(Eq. 6.5.1.1.2.4-2) 

The range of values for fDs  is obtained by evaluating it with the appropriate minimum and 
maximum values of L Ds  and a so as to minimize and maximize fDs • The minimum value of 
fps  , using LDs  = 50 cm and a = 17.3°, is fDs  = 3.205f exp, = 0.356 using the mean value of 

0.111 for ferp, . The maximum value of fps  , using LDs  = 96 cm and a = 8.9°, is 

fDs = 6.5947 f e,p, = 0.732 using the mean value of 0.111 for feK ,, . Because zero must be the low 
end of the range of fps  , these estimates are regarded as a range for the maximum value of fps  . 
By treating the experimental drip shield as a segment whose length is the splash diameter, a 
maximum value of 0.36 to 0.73 for the flux splitting uncertainty factor fDs  is obtained. 

It is also reasonable to use the median value for fexp, (0.0486) instead of the mean to define the 

range for fps  . In this case, fDs  would range from 0.16 to 0.32, a factor of 2.3 lower than when 
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the mean is used, which gives some indication of the degree of uncertainty in the experimental 
measurements and the resulting flux splitting submodel. 

The drip shield flux splitting submodel, Equation 6.3.2.4-4, includes the rivulet spread angle, a . 
As discussed in Section 6.3.2.4, this equation can be simplified by lumping the uncertainty in 
a with the range in fDs  . In Section 6.5.1.1.2, a was found based on experiments to range from 
about 8.9° to 17.3°. The uncertainty in a appears as a factor (1+ tan a/2), ranging from 1.08 
to 1.16, which multiplies fDs  , resulting in a range for the product fDs = (1+ tan al2) fDs . The 
maximum for fLs  based on experimental results is (1.16)(0.73) = 0.85 (using the maximum 
spread angle of 17.3° in the factor (1+ tan a / 2) and the minimum spread angle of 8.9° to 
define fDs  ). This "maximum" is based on the mean of the fev, . The proper way to obtain fDs  
would be to use a complete set of values for fexp,, LDS  , and a for each experiment, and then 
determine the minimum and maximum of f Ds  . However, the data were not obtained that way; 
i.e., these were measured in separate experiments, so a consistent set of ( f„,„ L Ds  , a) data does 
not exist. fav„ and L Ds  would not both be expected to be large in a single experiment—if 
splashing is widespread ( L Ds  is large), not so much will flow into a single breach ( fexp, will be 
small), which will not necessarily maximize fDs  . So pairing each fexp, with extremes of LDS 
and a is not appropriate, and use of composite measurements (means, standard deviations) is 
preferred, especially for fexp,. Whereas L Ds  and a for any one experiment can be considered 
something of a composite measure ( L Ds  because it represents many drops; a because it is the 
maximum observed during transient behavior), fexp, is a single measurement. Due to the 
sparseness and wide scatter of the experimental data, an individual measurement of L,p, is not 
considered to be an appropriate indicator of the behavior of flow on the drip shield, so the mean 
of f„,„ is used. 

The sampled parameter is then fD s  , and the drip shield flux splitting algorithm is: 

[ N t ' F2  ---- min F,' fDs  ,F, 
LDS 	_■ 

(Eq. 6.5.1.1.2.4 -3) 

which is identical to Equation 6.3.2.4-6. Using the higher value of maximum for fD s  of 0.85 is 
both more reliable, being based on experimental data, and overestimates releases of 
radionuclides by predicting a higher water flow rate through the drip shield. The range for fDs 
to be used in TSPA is 0 to 0.85. A uniform distribution is appropriate for fDs  because 
insufficient data are available to define any other distribution. 
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6.5.1.1.3 Water Flux through a Breached Waste Package 

The submodel for flow through a breached waste package is conceptually identical to the 
submodel for flow through a breached drip shield. Key features listed at the start of 
Section 6.5.1.1.1 apply to both the drip shield and waste package cases. The waste package and 
drip shield flow submodels differ in two important respects: (1) the radius of curvature of the 
waste package is less than that of the drip shield; and (2) the nominal corrosion patch size as 
modeled by WAPDEG (SNL 2007 [DIRS 178871]) is smaller for a waste package than for the 
drip shield. These differences have no affect on the formulation of the waste package flow 
model. However, they have an affect on the values of uncertainty parameters that are part of the 
model. Because experiments were performed on a breached drip shield mock-up but not on a 
breached waste package mock-up, application of drip shield data to the waste package flow 
model introduces additional uncertainty in development of the model; however, these 
uncertainties cannot be quantified. 

The water flux through a breached waste package, F4  , as developed in Section 6.3.3.3, is 
given by: 

F4 = min F2 NwPf " 	 f 'W 1 I  F " 2 
WP 

(Eq. 6.5.1.1.3-1) 

where F2  is the flux through the breached drip shield. This is a simplification of a more 
rigorous expression: 

F4 =min t   F2 Nbw  P  p   C1+ tan  a 
f WP , F 2 

WP 	 2  
(Eq. 6.5.1.1.3-2) 

 

which explicitly accounts for the rivulet spread angle a . Because a is an uncertainty parameter 
itself, it can be lumped in with the parameter fwp  to give fpii/p. Equation 6.5.1.1.3-2 is 
considered first in order to examine the dependence on a . 

As with the drip shield model, the primary mechanism for water to enter breaches is via rivulet 
flow that originates from an area around the point of drip impact. The rivulets spread out in a 
delta formation from the point of impact defined by a half-angle, a , and the lateral spread of the 
rivulet flow is given by 2x tan a , where x is the distance along the surface from the crown to the 
top edge of the breach. The smaller radius of curvature of the waste package would be expected 
to result in a smaller spread angle, although the difference may be lost in the variability and 
uncertainty of rivulet flow. The radius of curvature of the drip shield is 1.40 m, whereas waste 
package radii range from 0.941 m for a 21-PWR (SNL 2007 [DIRS 179394]) to 1.022 m —or a 5- 
DHLW/DOE Long (SNL 2007 [DIRS 179567]). 

Rivulet spread measurements (DTNs: M00207EBSATBWP.023 [DIRS 163402] and 
M00207EBSATBWP.025 [DIRS 163403]) at the 16.5° line, at the 33° line, and at the transition 
line between the curved top surface and the vertical side of the drip shield mock-up are used. 
The distance x from the drip location to the point of measurement is determined from the 

ANL—WIS—PA-000001 REV 03 6-143 	 October 2007 



EBS Radionuclide Transport Abstraction 

drawing of the drip shield mock-up shown in Figure 4.1-1, which is reproduced from Howard 
(2002 [DIRS 161516], p. 14); various dimensions used in analyzing the data are listed in 
Table 6.5-1. The rivulet spread angle data are analyzed in Microsoft Excel spreadsheet: Flux 
Split Waste Package Model, Worksheet: Spread angles, which is documented in Appendix D. 

To capture some of the effect of the smaller radius, namely the steeper incline closer to the 
crown, the data from drip locations that are off the crown of the smooth drip shield surface 
experiments are used to develop parameters for the waste package model. Additionally, the drop 
distance to drip locations that are off the crown was greater than for drips on the crown (2.17 m 
to the crown, 2.22 m to the 16.5° line, and 2.31 m to the 33° line; BSC 2003 [DIRS 163406], 
p. 6), which more closely mimics the greater drop distance from the drift to the waste package 
compared with the drip shield surface. The results varied widely. In 20 measurements at 
the 33° line with drips at the 16.5° line, the mean spread angle was 17.0° (±11.2° = one standard 
deviation). In 17 measurements at the transition line with drips at the 16.5° line, the mean spread 
angle was 11.1° (±4.1°). In 10 measurements at the transition line with drips at the 33° line, the 
mean spread angle was 11.5° (±3.3°). For all 47 measurements the mean spread angle was 13.7° 
(±8.2°), which is just slightly larger than the spread angle measured for drips on the crown of the 
drip shield mock-up, although the variability is greater (standard deviation of 8.2°, compared 
with 4.1° for drips from the crown). Utilizing all of the data available, the spread angle for 
rivulet flow on the waste package can be assigned a mean value of about 13.7° and a range 
(± one standard deviation) from 5.5° to 22.0°. 

The splash distance is uncertain for drip locations off the crown. In four of the q(film) rivulet 
flow tests, maximum lateral splash distances ranging from 56 cm to 122 cm from the 
drip point were observed (DTN: M00207EBSATBWP.023 [DIRS 163402]) for drip locations at 
the 16.5° line. However, no further observations indicated any change in the "inner 
cluster" splash distance range of 50 cm to 96 cm from Splash Radius Test #1 
(DTN: M00207EBSATBWP.022 [DIRS 163400]). 

The parameter .gp is obtained from an analysis of experimental data for flow into breaches 
in the drip shield mock-up from DTNs: M00207EBSATBWP.023 [DIRS 163402] and 
M00207EBSATBWP.025 [DIRS 163403]. Analogous to the analysis of data for the drip shield 
flux splitting model in Section 6.5.1.1.2, values of fexp, are computed. The flow data are 
analyzed in Microsoft Excel spreadsheet: Flux Split Waste Package Model, Worksheet: 
f calculations, which is documented in Appendix D. In Microsoft Excel spreadsheet: Flux Split 
Waste Package Model, Worksheet: Summary, documented in Appendix D, tables analogous to 
Tables 6.5-2 and 6.5-3 are presented. 
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An uncertainty factor A, that can be obtained by replacing the fraction F4  I F2  with fepi : 

fWP = 
F4  I  F2   

11+ 

tan a) 
Lwp 	2 ) 

fexpt  

,e  (

1+ 

tan  cr) •  
Lwp 	2 ) 

(Eq. 6.5.1.1.3-3) 

The range of values for fWP  is obtained by evaluating it with the appropriate minimum and 
maximum values of L, and a so as to minimize and maximize fy, . The half-width of the 
patch used in the experiments =13.5 cm) is used to evaluate fwp  . The minimum value of 

, using Lwp  =50 cm and a = 22.0°, is fwp = 3.0814 p, = 0.909 using the mean value of 
0.295 for Lip, . The maximum value of fwp  , using L, = 96 cm and a = 5.5°, is 
fwp  = 6.784f p, = 2.001 using the mean value of 0.295 for fev, . 

A much lower range could also be justified by using the median inflow fraction of 0.014 instead 
of the mean (0.295) to define fwp. In this case, f" would range from 0.043 to 0.095, which 
demonstrates the large degree of uncertainty in the experimental measurements and the resulting 
flux splitting submodel. 

The values for f„ discussed in this section actually represent a range for the maximum value 
of fwp  since the minimum must be zero. If the factor (1 + 'A tan a) that accounts for the rivulet 
spread angle is lumped in with f wp , the sampled uncertain factor f„ has an upper bound (using 
the maximum rivulet spread angle, a = 22°) of 2.41. The range for fl"vp  to be used in TSPA is 0 
to 2.41. The parameter f„ is assigned a uniform distribution. 

6.5.1.2 	EBS Transport Model 

The EBS transport model consists of a system of coupled mass balance equations for each 
radionuclide species. Some species occur as embedded mass on the waste form colloids and 
kinetic sorption mass on iron oxyhydroxide colloids and corrosion products. The waste form 
embedded mass and kinetic sorption mass on the iron products are treated as distinct species with 
their own mass balance equations. Coupling of mass balance equations occurs in the spatial 
sense due to advective/diffusive transport. Coupling occurs between parent and daughter species 
due to radioactive decay and coupling of mass balance equations occur due to the processes 
which generate the embedded and kinetic sorption masses. The transport model is more complex 
than the flow model for several reasons. The transport model is necessarily transient because the 
mass of each radionuclide at any particular location is dependent on its history (i.e., how far it 
has traveled, the quantity remaining at the source, and the extent of radioactive decay or 
ingrowth). Further, several complex interacting processes occur in transport, including 
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dissolution and precipitation, sorption, advective transport, diffusion, and colloid-facilitated 
transport. The term "colloid-facilitated transport" includes numerous phenomena, including 
adsorption and desorption of radionuclides onto mobile and immobile colloids, capture of 
colloids by solid surfaces and the air-water interface, filtering, dispersion, and diffusion. 
Transport can take place at any degree of water saturation greater than zero, so the model has to 
account for water saturation. Dissolution and precipitation may occur at finite rates or 
sufficiently fast to reach equilibrium. Solubility limits that determine whether, or to what extent, 
these processes occur are dependent on the chemical environment of the EBS. The EBS 
transport model applies to the waste package, the invert, and the invert/UZ interface. 

Transport of rind mass and corrosion products out of the waste package is not explicitly 
accounted as the depletion inside the waste package is likely to be insignificant compared to the 
available mass. For example, the CSNF rind mass that is predominantly made up of schoepite 
would not be depleted even though uranium transport is modeled. Assuming uranium solubility 
of 10-5  mol U' (a constant high value) and multiplying it by the constant advective flux through 
the waste package of 100 L yr-I  over a time period of one million years results in the transport of 
1000 mol of uranium, which is about 3 percent of the 238U mass per CSNF waste package. The 
relative mass of corrosion products that would get depleted would be even less because the 
solubility of ferrihydrite is smaller than that of the uranium, and there is much more corrosion 
products mass than the rind mass. 

Mass Balance for Dissolved and Reversibly Sorbed Radionuclides 

As with the flow model, the details of pore structure within the EBS are not important, and 
macroscopic mass balances using phenomenological rate expressions are appropriate. The 
starting point is the equation of continuity, or mass balance equation, for each dissolved 
radionuclide species i (Bird et al. 1960 [DIRS 103524], p. 561): 

Here, p, is the mass concentration of dissolved radionuclide species i (kg i 111-3  bulk volume), J, 
is the mass flux vector (or mass specific discharge) (kg 111-2  S-1 ) of dissolved radionuclide species 
i in the mobile water phase and accounts for advection, hydrodynamic dispersion, and diffusion 
of the dissolved radionuclide species i. The term Q," is the net rate on a bulk volume basis 
(kg M-3  S-1 ) of the various mass transfer processes, including reversible and kinetic sorption onto 
solid stationary materials in the EBS, dissolution and precipitation, and the various 
colloid-facilitated transport processes. The reaction term, A, , accounts for radioactive decay and 
ingrowth on a bulk volume basis (i.e., production by decay of the parent of i) (kg 111-3  S-1 ). Each 
of these terms is expanded and described in more detail below, then simplified as appropriate for 
application in the TSPA Model. 

It is convenient to develop the transport model following the approach normally taken in the 
literature (Corapcioglu and Jiang 1993 [DIRS 105761], pp. 2217 to 2219; Choi and 
Corapcioglu 1997 [DIRS 161621], p. 306), with particular attention to colloid-facilitated 
transport, since the complexity of those processes tends to dominate the mathematical 
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formulation. First, Equation 6.5.1.2-1 is rewritten in terms of concentrations of radionuclides in 
an unsaturated porous medium. The density, or mass concentration, of dissolved radionuclide 
species i is given by: 

p= 
= 0„,C 

(Eq. 6.5.1.2-2) 

where C, is the concentration on a water volume basis of radionuclide species i (kg m-3), 0 is 
the porosity (m 3  void 111-3  bulk volume) of a representative elemental volume of EBS, and S,,, is 
the water saturation (m3  water T11-3  void), and 0, is the water content (m 3  water 111-3  bulk 
volume), expressed as a fraction, as distinguished from 0, which is expressed as a percentage. 
The expression for p, is inserted into Equation 6.5.1.2-1, resulting in: 

a(ew
c,) 	 + A 

at 
(Eq. 6.5.1.2-3) 

The concentration C, may be constrained by the solubility limit, C,„ which is evaluated in 
Dissolved Concentration Limits of Elements with Radioactive Isotopes (SNL 2007 [DIRS 
177418], Section 6.1) for each of 17 elements (actinium, americium, carbon, cesium, chlorine, 
iodine, neptunium, protactinium, lead, plutonium, radium, selenium, strontium, technetium, 
thorium, tin, and uranium). Dissolved concentration limits for plutonium, neptunium, uranium, 
thorium, americium, protactinium, and tin are presented as tabulated functions of environmental 
conditions (namely, pH and CO2 fugacity) with one or more uncertainty terms or distributions. 
Fixed solubility limits are given for the other elements in the list (SNL 2007 [DIRS 177418], 
Table 8-1), except for actinium and lead, for which transport is not modeled in the TSPA because 
of their short half-life (about 22 years). To account for actinium dose, secular equilibrium with 
231 Pa is assumed (SNL 2007 [DIRS 177418], Section 6.1). Lead dose effects are calculated in 
the TSPA by assuming secular equilibrium with 226Ra (SNL 2007 [DIRS 177418], Section 6.1). 

The mass flux vector is expressed as 

(Eq. 6.5.1.2-4) 

where D, is the hydrodynamic dispersion tensor of species i (m2  s-1 ), and q„, is the specific 
discharge vector, or Darcy velocity, of water (m s -1 ). The specific discharge vector is related to 
the water flow rates Fj  (m3  s-1 ) in each pathway j of the EBS flow model (Section 6.5.1.1) by: 

F .  
q„, = A n, (Eq. 6.5.1.2-5) 

where A is the spatially dependent cross sectional flow area within the pathway j (m2), and n is a 
unit vector in the direction of the flow path. Because of the complex flow geometry in the EBS, 
assigning a value to A is not always straightforward; for example, for pathway 4 
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(Section 6.5.1.1), flow through the waste package, A can be the cross sectional area of corrosion 
patches or some fraction of the cross sectional area of a waste package. 

The hydrodynamic dispersion, D, , can be expressed in terms of two components: 

D =D d (Eq. 6.5.1.2-6) 

where D d, is the mechanical dispersivity associated with the interstitial water velocity, Dm, is 
the effective molecular diffusion coefficient (m2  s-1 ), which implicitly includes the effects of 
tortuosity, and I is the identity tensor. The dispersivity can be broken down into lateral and 
longitudinal dispersivities. However, the dispersivity in the EBS is ignored (see Section 6.3.1.2). 
Consequently, the hydrodynamic dispersion is accounted for solely by molecular diffusion. The 
free water diffusion coefficients for all radionuclides in the EBS are given in Table 4.1-7. 
Modifications to the diffusion coefficient for the porosity, saturation, and temperature within the 
waste package are described in Section 6.3.4.3 The effects of concentrated solutions are ignored. 
Throughout the mathematical description of the radionuclide transport, Di = Dm, represents the 
effective diffusion coefficient for species i. Since D„„I VC, = D,VC,, the mass flux vector in 
Equation 6.5.1.2-4 is: 

(Eq. 6.5.1.2-7) 

The term Q,"' (kg 111-3  s-1 ) in Equation 6.5.1.2-3 is expanded to account for individual 
contributions of different processes to radionuclide transport: 

Q77  — Q 	Qirsev 	 ika-cnetic 	ircemv 	m'netic 	 imi 	ie:mbed 	(Eq. 6.5.1.2-8) 

The first term is the source term, adp  , accounting for the rate of dissolution or precipitation of 
species i. If the mass balance equation calculates a concentration below the solubility limit, then 
dissolution occurs, and mass is moved from precipitate to solution (Q,dp  > 0) . If a concentration 
above the solubility limit is calculated, then precipitation occurs, and mass is moved from 
solution to precipitate (Q,dy  < 0) . 

The next seven terms in Equation 6.5.1.2-8 account for sorption-related processes. arsev  is the net 
rate of reversible sorption of radionuclide species i onto the stationary solid matrix (internal 
waste package corrosion products and invert matrix). Q k'net'c is the rate of kinetic sorption of 
radionuclide species i onto the stationary solid matrix (internal waste package corrosion 
products). Q,A,;`,/nenc is the rate of desorption from the stationary iron oxyhydroxide corrosion 
product material to solution. No desorption is modeled for the iron oxyhydroxide mobile 
colloids. This maximizes the transport of colloidal Plutonium and Americium and is not 
inconsistent with the limited desorption data that is available. Q,rcemv is the net rate of reversible 
sorption of radionuclide species i onto mobile colloid surfaces. Development of this term 
requires assumptions regarding the reversibility of radionuclide sorption onto colloids and is 
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discussed below. VZI`c is the rate of kinetic sorption of radionuclide species i onto mobile 
colloid surfaces. 

The terms acc  and a:  are the net rates of sorption of radionuclide species i onto immobile 
colloid surfaces captured by the stationary solid matrix and by the air-water interface, 
respectively. Wan and Wilson (1994 [DIRS 124994]) found that "particle transport was 
tremendously retarded by the air-water interface acting as a strong sorption phase" (Choi and 
Corapcioglu 1997 [DIRS 161621], p. 301). However, as a bounding assumption (BSC 2005 
[DIRS 177423], Assumption 5.4), sorption by the air-water interface is assumed not to occur 
(Q in".1: = 0) . Distribution coefficients for sorption onto the stationary solid matrix and onto 
immobile colloid surfaces will generally be different. However, it is difficult to distinguish 
among various types of matrixes and immobile colloids. Therefore, no distinction is made, and 
the term ace  (sorption onto immobile colloids) is lumped in with arsev or  aksinetic (sorption onto 
the stationary solid matrix). Sorption and retardation in the waste package are discussed in more 
detail in Section 6.3.4.2. 

The term Q,,,, is the net rate of interface transfer of dissolved mass between the continua in a 
dual continuum. The sign of this transfer term is determined by the sign of the concentration 
difference between the media and which medium is associated with the mass balance equation. 
This term is included even though it is zero in the single-continuum domains that represent the 
EBS in the RTA in order to keep the mass balance equations as generally applicable as possible. 
In particular, the equations apply in the dual-continuum invert model presented as an ACM in 
Section 6.6.3. 

The term V-c",nbed  is the rate of mass conversion from dissolved state to embedded state onto waste 
form colloids for radionuclide species i. Radionuclides become embedded only in waste form 
colloids, not in iron oxyhydroxide or groundwater colloids. The conversion rate to embedded 
species is represented by a first order conversion of the species in solution: 

Qi
ecimnbed = owiri mbed (Eq. 6.5.1.2-9) 

where 2embed  is the first order rate constant (s-1 ) for mass conversion from the dissolved state to 
the embedded state onto waste form colloids for radionuclide species i. 

Ingrowth and decay are expressed as: 

Ai = Al/ r1,,i  CiP — 	. 	 (Eq. 6.5.1.2-10) 
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Ingrowth is the production of radionuclide species i mass by the decay of its parent species and 
occurs at a rate proportional to the concentration of the parent, C," (kg 111-3), and the parent 
species decay constant, 2 (s-1 ). The decay constant is related to the half-life, 	(s), of the 
radionuclide by: 

= ln(2)  
tP 112,i 

(Eq. 6.5.1.2-11) 

The term rA1,', in the production rate is the dimensionless ratio of the mass (kg) of species i 
produced by decay of the parent species to the mass (kg) of the parent species lost by decay. 
This is equal to the ratio of the atomic weight of species i to that of its parent. Similarly, mass of 
species i is lost by decay at a rate A,0„C1  (kg I/13  S-1 ), where A, is the decay constant for species 
i (s-1 ), defined analogously to Ai,' . 

Mass transport of dissolved and reversibly sorbed radionuclide species i in the aqueous phase is 
then given by: 

a(19,,c; ) =v.(e,D,vci )- V • q,Ci  at 
Qidp Qirsev Qiis'rrev Qircemv Qi:mrev 	 (Eq. 6.5.1.2-12) 

-±ami 	 embed 	(Ali)  rAP,fi  C — Ai Ci ), 

which is essentially identical to Equations 19 and 20 by Choi and Corapcioglu (1997 
[DIRS 161621], p. 306), with the addition of decay and ingrowth terms and a 
dissolution/precipitation source term, Q,dp  . A further modification of the equations by Choi and 
Corapcioglu involves the diffusive term, V • (60„,D, VC, ), which Choi and Corapcioglu write as 
V • [D1 V(0„,C, . This form of the term incorrectly models diffusive flux based on the species 
concentration gradient with respect to bulk volume. Instead, the diffusive flux is determined by 
the concentration gradient with respect to the water volume. The incorrect form allows diffusion 
to occur in the absence of a concentration gradient as long as the water content, Ow  , varies. 

The source term for radionuclide species i reversibly sorbed onto the stationary solid matrix 
(corrosion products or invert matrix) is given by: 

pbKdisCi) 	
( Q ir:v 

= 
	pb 21: r 	fii„ C — K dis C i) ,Mi at (Eq. 6.5.1.2-13) 

where pb  is the dry bulk density of the stationary solid matrix (kg m3  bulk volume). A linear 
sorption isotherm is used for the relationship between the aqueous and solid phase equilibrium 
concentration, expressed in terms of a sorption distribution coefficient of the dissolved species 
K di, (m3  water kg-1  solid [customary units of mL 	K dis  depends both on the radionuclide 
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species i being sorbed and on the solid substrate, either stationary iron oxyhydroxide corrosion 
products or invert material or both, in this case. 

The source term for radionuclide species i kinetically sorbed onto the stationary solid iron 
oxyhydroxide corrosion products is given by: 

n  kinet 
V is = pb §cpk;f C, 	 (Eq. 6.5.1.2-14) 

where scp is the specific surface area of iron oxyhydroxide corrosion products [m 2  CP kg-1  CP], 
and kif  is the kinetic forward rate constant for species i (m3  water 111-2  CP s-1 ). The reaction is 
modeled as first order in the solution concentration. The kinetic sorption to the iron 
oxyhydroxide corrosion products is modeled as experiencing a slow desorption. This is a mass 
transfer from the corrosion product material to solution. The source term representing this 
process is: 

Qikai 	= pbs— cpk ire jcp  (Eq. 6.5.1.2-15) 

where k, is the reverse sorption (or desorption) rate and e la, is the concentration of species i 
on the iron oxyhydroxide corrosion products on a water volume basis. 

The source term for radionuclide species i reversibly sorbed onto the mobile colloids is given by: 

rev ak(K  dicWF C  cWF K  dicFe0 C  eFe0 K  dieGW C  cGW)C  i Q 	 ]  

m 	 at 

	

V  • ( iciVF 	ieFeO JicGW) 

	

[AT rA/1 	C  iPcFe0 C  fGW) Ai(CicwF± C  icFe0 C  icGW)1 ,  

(Eq. 6.5.1.2-16) 

where C  icIVF C  zeFe0 and C ,cGiv  are the concentrations on a water volume basis of radionuclide 
species i reversibly sorbed onto the mobile waste form (WF) colloids, iron oxyhydroxide (FeO) 
colloids originating from corrosion products, and groundwater (GW) colloids, respectively 
(kg i M-3  water). The superscript p refers to the parent of radionuclide species i. The terms 
C  cWF C  cFe0 and C ,,Gw  are the concentrations on a water volume basis of mobile waste form, 
iron oxyhydroxide, and groundwater colloids, respectively (kg colloid 111-3  water). The Kd values 
of radionuclide species i for the respective colloids are K thavF  KthcFeo , and K d,,Gw  (customary 
units: mL g-1 ). The first term on the right side of Equation 6.5.1.2-16 accounts for the 
accumulation of mass of radionuclide species i reversibly sorbed to colloids. The second term on 
the right hand side of Equation 6.5.1.2-16 accounts for mass transport by advection and diffusion 
of radionuclide species i reversibly sorbed to colloids. The third line of Equation 6.5.1.2-16 
accounts for production or loss of mass of radionuclide species i reversibly sorbed to colloids by 
ingrowth and decay. 
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The vectors for mass fluxes of mobile colloids, .1.47F 5  jicFe0 and J icGw  are: 

icWF 	8 Dc V (KdicWF CCwF Ci) + gwKdicWF CcWF Ci 

icFe0 = —OwDcV(K dicFeoCcFeoCi)+gwKdicFeOCcFeOCi  

J icG w  = --0„,DcV(K dicGw C cGwC )+gwKdiccwCccwCi C 

The source term for radionuclide species i kinetically sorbed onto the mobile 
colloids is given by: 

(Eq. 6.5.1.2-17) 

(Eq. 6.5.1.2-18) 

(Eq. 6.5.1.2-19) 

iron oxyhydroxide 

Qikc-imnetic 	n = r, 
cFe0 cFe0k C  (Eq. 6.5.1.2-20) 

where .T.cFe0  is the specific surface area of mobile iron oxyhydroxide colloids (m 2  colloids kg-1  
colloids), and If if  is the forward rate constant for kinetic sorption (m 3  water 111-2  FeO 
colloids s-1 ). The rate constant k,f  for mobile iron oxyhydroxide colloids is the same as for 
stationary iron oxyhydroxide corrosion products. The reaction is modeled as first order in the 
solution concentration. Kinetic sorption onto mobile colloids occurs only onto mobile iron 
oxyhydroxide colloids, not onto mobile waste form or mobile groundwater colloids. As 
discussed earlier, radionuclides may become embedded in waste form colloids, which has a 
similar net effect as kinetic sorption but is modeled as a distinctly separate process. 

The term Q,„„ is the net rate of interface transfer of dissolved and reversibly sorbed mass 
between the continua in a dual continuum material (as in the dual continuum invert ACM; see 
Section 6.6.3) on a bulk volume basis (kg I11-3  s-1 ]). The dual-continuum invert model 
conceptualizes the invert as crushed in-situ material with inter-pore space as the pore space 
between solid particles. The intra-pore space is the pore space within the solid particles. Q,„„ is 
given by Corapcioglu and Wang (1999 [DIRS 167464], p. 3265); Gerke and van Genuchten 
(1996 [DIRS 167466], p. 345): 

Qimt = Y d[(C  i)intra (C  i)inter] 

Y c[(C icWF)intra — (C  ieWFInter (C  icFe0)intra (C  icFe0)inter 
	(Eq. 6.5.1.2-21) 

(C  icGWIntra (C  ieGWInter] 

In a single-continuum material, Q,„,, = 0 . The dissolved and colloid mass transfer coefficients, 
Id  and 7„ respectively, depend on which continuum the mass balance represents. For the 
dissolved mass transfer term applied to the intragranular mass balance: 

Yd = a0intra S  wintra 
	 (Eq. 6.5.1.2 -22) 

and applied to the intergranular mass balance: 
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rd = a0inlra S  Iv _infra 

( 1— Winter  

Winter 

(Eq. 6.5.1.2-23) 

where Winter  is the ratio of the intergranular continua volume to the total bulk volume, and a is 
the first-order mass transfer coefficient (s-1 ) of the form: 

a = 	 (Eq. 6.5.1.2-24) 

/1 is a dimensionless geometry-dependent coefficient, d is a characteristic length (m) of the 
matrix structure (e.g., half the aggregate width or half the fracture spacing), and Die  is an 
effective diffusion coefficient (m 2  s-I ) that represents the diffusion properties of the interface 
between the two continua for radionuclide species i. Because the intergranular continuum is 
open pore space, diffusion is expected to be controlled by the diffusive properties of the 
intragranular continuum. Thus, Die  is taken to be the effective diffusion coefficient in the 
intragranular continuum. The colloid coefficient y e  is evaluated similarly to the dissolved 
coefficient, but uses an effective colloid diffusion coefficient to evaluate a in 
Equation 6.5.1.2-24. The mass transfer function between the two invert continua is described 
in Section 6.6.3.1 in connection with a dual-continuum invert ACM. Since the EBS is modeled 
as a single continuum in the EBS transport model, the interface transfer term Qie,i  is zero and is 
not included in the mass balance equations that follow. 

In a dual-continuum material, the intergranular porosity th inter and intragranular porosity 0,,,,„ are 
defined as follows. Let V, be the total volume of pore space in the bulk material, which has a 

total volume of V. The intergranular pore space has a total volume designated by V, inter  and a 

pore volume of Vpinw . Similarly, the intragranular pore space has a total volume designated by 

V, . and a pore volume of Vp _infra  . pV  =Vp_infra + p _inter  and V, V, The _infra 	 = 	_infra + V  _inter ' 

porosities are defined as: 

(Eq. 6.5.1.2-25) 

(Eq. 6.5.1.2-26) 

(Eq. 6.5.1.2-27) 

V er  
Ointer = P —Mt  

) 

and 

V 
O p _infra 

intr 
a 	VI 

The total bulk porosity of the material is: 

V  

Ointer 	Ointra • 
Vt 
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The parameter Winter  is the ratio of the intergranular continuum volume to the total bulk volume: 

(Eq. 6.5.1.2-28) 

Then (I WInter  

Winter 

volume: 

is the ratio of intragranular continuum volume to intergranular continuum 

VI inter 
1 

1 — Winter  = 	Vt  

	

Winter 	Vt inter 

Vt 

Mass Balance for Radionuclides Kinetically Sorbed onto Iron Oxyhydroxide Mobile Colloids 
and Stationary Corrosion Products 

The mass balance for kinetically sorbed radionuclides on mobile iron oxyhydroxide colloids, 
which originate in the corrosion products, accounts for advection, diffusion, and decay and is 
given by: 

aka jcpeo) 

	

(1inetic) (kinetic 

	

v 	 ,,Feo
± 	+ 9

w 
(v) 

Mi 
e 

 iPF 
 
e0 

Aie
icFe0

)
, (Eq . 6 . 5 . 1 - 2-30)at  

where 

	

J i= = —OwDocV (e icFe0)± qweicFe0' 	(Eq. 6.5.1.2-31) 

The quantity CicFe0  is the concentration of radionuclide species i kinetically sorbed onto mobile 
iron oxyhydroxide colloids on a water volume basis (kg i ITI-3  water). The source term for 
radionuclide species i kinetically sorbed onto the mobile corrosion products colloids, Qikcinietic 5 is  

given by Equation 6.5.1.2-20. 

The mass balance for kinetically adsorbed radionuclides onto stationary iron oxyhydroxide 
corrosion products accounts for decay and is given by: 

Vt inter 

Vt 	• 

_ Vt —Vt _inter 	Vt infra 
	 =  - 

Vt _inter 	Vt _inter 

(Eq. 6.5.1.2-29) 

where C. is the concentration of radionuclide species i kinetically adsorbed onto stationary 
iron oxyhydroxide corrosion products on a water volume basis (kg i m-3). The source term for 
radionuclide species i kinetically sorbed onto the solid stationary iron oxyhydroxide corrosion 
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products, Qihs:inetic  is given by Equation 6.5.1.2-14. The source term for the radionuclide species i 
kinetically desorbing from the solid stationary iron oxyhydroxide corrosion products, Qika-ignefic , is  

given by Equation 6.5.1.2-15. 

Mass Balance for Waste Form Colloid Particles 

The waste form colloids are generated in the waste form domain and are transported in 
accordance with an advective/diffusive mass balance. The waste form colloid concentration is 
subject to stability constraints based on the local domain chemistry. The iron oxyhydroxide and 
groundwater colloids both exist in the corrosion products and invert domains; their stability and 
concentrations are dependent on the local domain chemistry (BSC 2005 [DIRS 177423]). 
Because seepage brings the groundwater colloids into the EBS, the groundwater colloids are 
modeled as having the same concentration in both the waste package and invert. Similarly, due 
to the presence of steel in both waste package and invert, it is reasonable for iron oxyhydroxide 
colloids to have the same concentrations in both domains as well, if the colloids are stable under 
the local conditions. Hence, no transport mass balance equations are required for iron 
oxyhydroxide and groundwater colloids. Since waste form colloids can only be generated in the 
waste form domain, it is necessary to know how much of the waste form colloid mass has moved 
by advection and diffusion into the corrosion product and invert domains. Thus, an 
advective/diffusive mass balance must be applied to compute the waste form colloid mass in 
each of the downstream domains. The stability for waste form colloids is checked in each 
domain, since they may be stable in the corrosion product domain but precipitate in the invert 
domain. 

The mass balance for waste form colloidal particles suspended in the aqueous phase can be 
expressed as (Choi and Corapcioglu 1997 [DIRS 161621], p. 302): 

(Eq. 6.5.1.2-33) 

The quantity C cwF  is the concentration of suspended waste form colloids in the aqueous phase 
(kg waste form colloids m -3  water), and J cwF  is the mass flux vector of waste form colloids 
(kg m-2  s-1 ). The term awFfg  is the net rate of waste form colloid removal from suspension 
(kg 111-3  S-1 ) by means of physical filtering (pore clogging, sieving, and straining) and by 
gravitational settling. Physical filtering and gravitational settling are assumed not to occur 
(Assumption 5.7). Thus, the term QcwFfg  is neglected. The term Q,IFF  (kg 111-3  S-1 ) is the net rate 
of waste form colloid capture on the solid surface. Although colloid capture on the solid surface 
is akin to sorption and a different process from physical filtration, the net effect is 
indistinguishable from physical filtration, and it is also neglected ( a wF  = 0). The term Qc,Inwl  F  

(kg m-3  s-1 ) represents capture at the air-water interface; as mentioned earlier, this term is 
neglected as a bounding assumption (BSC 2005 [DIRS 177423], Assumption 5.4). 

a(°w CcWF) =___v  
cWF QcWF 041  at 	 VF aWF:fg QcWFs ± QcWFmt • 
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With these assumptions, Equation 6.5.1.2-33 simplifies to: 

8(4 5  wC c,WF)  =  
at 	cwF  aWFs ± aWFmt • (Eq. 6.5.1.2-34) 

The source term, a t„F, (kg 111-3  s-1 ), in Equation 6.5.1.2-34 represents the formation or 
degradation of waste form colloids. Colloid formation may be rate limited, or it may be 
instantaneous, with equilibrium between the colloids and their dissolved components. In either 
case, colloid stability is strongly dependent on the chemical environment, specifically on the pH 
and ionic strength of the aqueous phase. The colloid source term is the subject of Waste Form 
and In-Drift Colloids-Associated Radionuclide Concentrations: Abstraction and Summary 
(BSC 2005 [DIRS 177423]), and is discussed further below. 

The term a wf.„„ is the net rate of interface transfer of waste form colloidal mass between the 
intergranular and intragranular continua in a dual continuum model, such as the dual continuum 
invert ACM (Section 6.6.3). For a single continuum, awF„„ = 0 . The sign of this transfer term 
is determined by the sign of the waste form colloid concentration difference between the media 
and which medium is associated with the mass balance equation. This is analogous to the colloid 
transfer term in Equation 6.5.1.2-21: 

QcWFmt = yckWF)intra (CcWF)intell• 
	 (Eq. 6.5.1.2-35) 

Since Equation 6.5.1.2-34 is for the waste form colloid particles themselves, as opposed to 
radionuclides sorbed onto the particles, there are no decay or ingrowth terms. 

The mass flux vector for waste form colloids is expressed as (Choi and Corapcioglu 1997 
[DIRS 161621], p. 303, Equation 4): 

J cwF  = J cs, + J cmp 	„,C cwF  

= —0„,D B V C cwF  — 0„,D AID V C cwF 	,,C cw 	 (Eq. 6.5.1.2-36) 
= --OwD,V CcwF  + q„,C,,F , 

where subscript B refers to Brownian diffusion, and MD refers to mechanical dispersion. The 
mechanical dispersion and Brownian diffusion terms can be lumped together in a colloid 
hydrodynamic dispersion term with a colloid dispersion or diffusion coefficient Dc  (m2  s-1 ). 
The colloid diffusion coefficient is given by the Stokes-Einstein equation (Equation 6.3.4.4-1). 
The mass balance on waste form colloid particles, Equation 6.5.1.2-34, then becomes (with the 
term Q cli'Fmt 5 Equation 6.5.1.2-35, no longer included, since it is zero for the EBS as currently 
modeled): 

a(ewco,F) =  V • (0,,D C cwF )— V • (q }vC cWF)+ QcWFs at (Eq. 6.5.1.2-37) 
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Mass Balance for Embedded Mass on Waste Form Colloids 

The mass balance for the radionuclide species i embedded on waste form colloids is: 

aowciembed 

= v • (9„,D,VCiembed )_ v 	lembed 
at 	 (Eq. 6.5.1.2-38) 

+ Ow  cif,' 

where C,embed and C p.embed  are the concentrations of species i and the parent of species i, 

respectively, embedded on waste form colloids. 

Summary of Mass Balances 

Inserting the source terms into Equation 6.5.1.2-12, and neglecting the dual continuum interface 
transport, gives the equation for the transport of radionuclides dissolved in the aqueous phase 
and reversibly sorbed: 

a r 
at

A. 
 fi 
R ci ] ,  v • (0 DI VC1 ) 

+ v • 10 ,vD c yRK 	cwF  + Kdk.Feo CcFeo  + K dieGw C eGw )C 

— V • [q w(1  K dicWFC cPVF KdicFe0CcFe0 K dicGWC cGIV)c i] (Eq. 6.5.1.2-39) 

Qidp (lib  S CP + wC cFe0"S cFe0)1C if C 	
a  2 embed r■ 

+ lob 	 icp  — w  

+ Ow  [2°r(4); RXP — Ai R fiCi ], 

where the retardation factor for species i is defined by: 

.  R 	Pb 1(  d  
fi =1+ 	' + KdicWFCcWF + KdieCPCcFeO + KdicGW CcGW 	(Eq. 6.5.1.2-40) ow  

and Rif; is the corresponding retardation factor for the parent of radionuclide species i: 

Pb 1C  dP' 
p = + 	zs  v p 

dicWF CcIFF + KP C + KP C tfi 	1 B. 	
cFe0 	dicGW cCW • (Eq. 6.5.1.2-41) 

In Equation 6.5.1.2-39, the left side of the equation represents the accumulation of dissolved and 
reversibly sorbed radionuclide species i. The term in brackets is the mass of species i present in 
a unit bulk volume of EBS material, so the equation units are mass of species i per unit bulk 
volume of EBS per time. The first term on the right side represents the rate of diffusion of 
dissolved species i in the aqueous phase. The second term accounts for diffusion of mobile 
colloids on which species i is sorbed. The third term is the rate at which species i dissolved mass 
and mass reversibly sorbed to mobile colloids is transported by advection. The fourth term 
represents the net rate of dissolution or precipitation of species i. The fifth term is the conversion 
rate due to kinetic sorption on both iron oxyhydroxide stationary corrosion products and mobile 

embed Aic■ embed )+ Qiecmmbed 
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colloids. The sixth term is the conversion rate due to desorption from the iron oxyhydroxide 
corrosion products. The seventh term is the rate of capture of species i by embedding in waste 
form colloids. The last (eighth) term accounts for ingrowth, or production of species i by decay 
of the parent of i, and decay of species i, as dissolved species and as sorbed onto colloids. 

Inserting the source terms into Equation 6.5.1.2-30, the mass balance for kinetically sorbed 
radionuclides on iron oxyhydroxide corrosion product colloids becomes: 

130w6  'IcFe0)  v 	D 	)v. (we IcFe0) at 	 ) —  (Eq. 6.5.1.2-42) 
+ 0,,CcFeo:CcFeo kif 	Ow (11: r APIte tPcFe0 At tcFe0)* 

The term 0„,C apeocpeokif C in Equation 6.5.1.2-42 couples this equation to Equation 6.5.1.2-39. 

The mass balance for kinetically sorbed radionuclides onto stationary iron oxyhydroxide 
corrosion products, Equation 6.5.1.2-32, accounts for sorption/desorption reactions and decay 
and is given by: 

a(ewa")  _ pb .Tcpkii•ci - pb s-cpkireicp  Ow krmPi eiPcp 	jcp ). (Eq. 6.5.1.2-43) at 

The source term in Equation 6.5.1.2-43, PJCPICdCi 
	couples this equation to 

Equation 6.5.1.2-39. 

For a single continuum medium with no colloids or corrosion products present, 
Equation 6.5.1.2-39 reduces to the conventional advection/diffusion transport equation (with 
source and sink terms): 

a(e9,,,Rfi 	) 	 v . 	• (q,„C i)± Qidp at 	 (Eq. 6.5.1.2-44) 
+ 0,„ 	R 	CiR fi  

with the conventional retardation factors for radionuclide species i and parent of species i, 
respectively: 

Rfi =1+ Pb K dts 	 (Eq. 6.5.1.2-45) 
0,, 

and 
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Equations 6.5.1.2-39 (mass balance for dissolved and reversibly sorbed radionuclide species i), 
6.5.1.2-42 (mass balance for radionuclide species i kinetically sorbed onto iron oxyhydroxide 
colloids) and 6.5.1.2-43 (mass balance radionuclide species i kinetically sorbed onto stationary 
iron oxyhydroxide corrosion products) are solved simultaneously for all radionuclides to obtain 
the dependent variables, C, , 	and CIcFeO  the concentration of dissolved radionuclide species 
i, the concentration of species i kinetically sorbed onto iron oxyhydroxide colloids, and species i 
kinetically sorbed onto stationary iron oxyhydroxide corrosion products, respectively. The 
solution is a finite difference approximation to the continuum equations with discretization of 
time and space (Section 6.5.2.5). 

The initial conditions are C, = e,cp  = CicFeO = 0 for all species i. Upstream of the waste form 
domain, all radionuclide concentrations are zero. Consequently, the upstream boundary 
maintains a zero flux condition. Radionuclide concentrations will remain zero until a waste 
package failure occurs. A treatment of the zero downstream concentration boundaries within the 
UZ is provided in Section 6.5.2.6. The radionuclides are released or mobilized within the waste 
form domain. Flow is expected to be predominately downward. Then the resulting transport 
will be in a downward direction from the waste form to the corrosion products, which will 
accumulate in the bottom of the waste container. From the corrosion products, the radionuclides 
will migrate down to the invert, and from there they will enter the UZ. The representation for the 
radionuclide transport is consequently a one-dimensional mass balance equation for radionuclide 
species. For the one-dimensional EBS radionuclide transport model, the positive z-direction is 
oriented downward. The specific discharge (Darcy velocity) vector, q w , is always in the 
downward positive z-direction and is denoted by q w =qwz i , where i is a unit vector in the 
positive z-direction, and q„,, is the scalar specific discharge in the z-direction (zero in the other 
two directions). In one dimension, the mass balance equations can be written as scalar equations 
and are summarized as follows. 

The one-dimensional mass balance equation describing transport of dissolved and reversibly 
sorbed radionuclide species i (Equation 6.5.1.2-39) is: 
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az 

▪ Q — (p b rS cp  + 0 „,C cFe0 Y ck if  +Pb .Vc pk ire icp  — Irimbed 

+ R,Pfi  CiP — Ai R fi Ci l. 

Within the corrosion products domain, the concentrations will remain below the solubility limit, 
and the term Q,dp  = 0 in Equation 6.5.1.2-47. Also, within the corrosion products domain there 
is no source term for the waste form colloids, and 27bed  = 0 . Within the waste form domain, 
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there are no groundwater or iron oxyhydroxide colloids and no immobile corrosion product 
material, which imply the terms in Equation 6.5.1.2-47 associated with these processes will be 
zero. 

Similarly, the one-dimensional mass balance equation for kinetically sorbed radionuclide species 
i on mobile iron oxyhydroxide colloids (Equation 6.5.1.2-42) is: 

a(9„,eicF,0) 	a  
- 

(OD ae'c'e°  a  az -C  'cF 
e
0) 

(Eq. 6.5.1.2-48) at 	az w 	c 	az 

BwCCFeOScCPkif  C + w (11.1/ r A,fia iPcFeo 	CicFeO 

This equation is not required within the waste form domain. 

The one-dimensional mass balance equation for kinetically sorbed radionuclide species i on 
stationary iron oxyhydroxide corrosion products is the same as Equation 6.5.1.2-43, since there 
is no advection or diffusion of corrosion products: 

a(0,vaicp 	C 	s-  k 	e (11 P  e•P - 26 	(Eq. 6 5 1 2-49) — 	CP's if - 	b CP it iCP + w i rMi iCP 	1CP • 	• • • at 

This equation only applies to the corrosion product domain. 

In one dimension, the mass balance equation for waste form colloid transport 
(Equation 6.5.1.2-37) is: 

a(0.,CovF) =  a 	
c 	

) accw,- 	a (il c  '4 0  
- cWF 	r.-cWFs • at 	az 	az ) az 7w  

Within the waste package, the media supporting transport are represented as single continua. In 
the UZ, however, the bulk medium is conceptualized as a dual continuum, characterized by two 
sets of local-scale properties unique to each continuum. Transport in the dual continuum media 
is represented by a mass balance equation for each continuum. The single invert continuum 
interfaces a dual continuum (fracture/matrix) UZ medium. Advective transport from the invert 
enters both the UZ fracture and matrix continua. 

The diffusive transport between the single invert continuum and the dual UZ continua is 
determined from the continuity of mass transport across the interface. This requirement states 
that the diffusive rate exiting or entering the invert domain is equal to the sum of the diffusive 
rates fluxes entering or exiting the two UZ continua. The diffusive rate split at the interface will 
depend on the diffusive properties in the invert domain and both UZ continua together with the 
concentration gradients across the interface. 

For discussion of the diffusive transport treatment at the invert/UZ interface, consider a diffusive 
rate term, either aqueous or colloid, within the transport mass balance equation. Let ZInterface 

(Eq. 6.5.1.2-50) 
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denote the spatial location of the invert/UZ interface. Then for z < z interf„, , the diffusive rate for 

radionuclide species i at a location within the invert domain is: 

ac 
0„,,A I Dll 	, as 

 

(Eq. 6.5.1.2-51) 

where subscript I denotes the single-continuum invert domain. 

For z > z inferface , the diffusive rates within the UZ matrix and UZ fracture continua are, 
respectively, 

as 
	 , 

acif  
az • 

where Amt. denotes the area normal to transport in the matrix/fracture domain. 

(Eq. 6.5.1.2-52) 

(Eq. 6.5.1.2-53) 

The mass transport rate via diffusion across this interface is modeled as continuous at the 
interface: 

where 

ac,„,  
A Dun 	+ ±ulif II 

az
_ — 	mf 	az 

a 	a 

D  	(Eq. 6.5.1.2-54) 
f 

ac
+  az 

az and az+ 

are the derivative from the left (backward) and the derivative from the right (forward), 
respectively, at the interface. The spatial direction from the invert to the UZ domain is in the 
positive z-direction. 

The waste form colloids are generated in the waste form domain and are transported in 
accordance with an advective/diffusive mass balance. The waste form colloid concentration is 
subject to stability constraints based on the local domain chemistry. The waste form colloids 
transport both reversibly sorbed radionuclide mass and embedded radionuclide mass. The iron 
oxyhydroxide colloids exist in the corrosion products and invert domains, and the colloid 
concentrations are dependent on the local domain chemistry. The iron oxyhydroxide colloids 
transport both reversibly sorbed and kinetically sorbed radionuclide mass. The kinetically 
sorbed radionuclides are sorbed onto the surface of these colloids, rather than being embedded 
within the colloid matrix, as are the radionuclides associated with the waste form colloids. The 
groundwater colloids exist in the corrosion products and invert domains, and their concentrations 
are dependent on the local domain chemistry. The groundwater colloids transport only 
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reversibly sorbed radionuclide mass. The iron oxyhydroxide corrosion products are immobile 
and found only in the corrosion products domain. These corrosion products support both 
reversibly sorbed and kinetically sorbed radionuclide mass with the kinetic sorbed mass 
desorbing to solution. 

All of the features of the EBS radionuclide transport abstraction are accounted for in 
Equations 6.5.1.2-39, 6.5.1.2-37, 6.5.1.2-42, and 6.5.1.2-43 (or the one-dimensional versions of 
these equations, Equations 6.5.1.2-47, 6.5.1.2-50, 6.5.1.2-48, and 6.5.1.2-49, respectively), 
including invert diffusion, retardation in the waste package, in-package diffusion, and transport 
facilitated by reversible and irreversible colloids. Implementation of these equations into TSPA 
involves additional simplifications and restrictions that are discussed in Section 6.5.2. 

6.5.2 Summary of Computational Model 

The object of the EBS radionuclide transport abstraction is to determine the rate of radionuclide 
releases from the EBS to the UZ. In the EBS transport model, the EBS is spatially partitioned 
into the following domains: (1) waste form, consisting of, for example, fuel rods, HLW glass, 
and DSNF; (2) waste package corrosion products; and (3) invert. In addition, the UZ 
immediately underlying the invert is conceptualized as a dual continuum consisting of (4) UZ 
matrix continuum and (5) UZ fracture continuum. The inclusion of a portion of the UZ is needed 
for an accurate calculation of the invert-to-UZ interface fluxes by providing a diffusive path 
length that is sufficiently long such that the concentration at the outlet of the UZ can realistically 
be assigned a value of zero. 

In the waste form domain, degradation processes occur, including breaching and axial splitting 
of fuel rods, dissolution of SNF and HLW glass, and formation of waste form colloids wherever 
applicable. Dissolved species are transported by advection and/or diffusion to the waste package 
corrosion products domain. The primary interactions in the corrosion products domain involving 
radionuclide species are competitive reversible and kinetic sorption onto stationary corrosion 
products, reversible and kinetic sorption of dissolved species onto iron oxyhydroxide colloids, 
and reversible sorption onto groundwater colloids and waste form colloids (when present). In 
the invert domain, radionuclides released from the corrosion products domain are transported by 
advection and diffusion, and interact with the crushed tuff by adsorption processes. The 
properties of each domain, including the volume, porosity, water saturation, diffusion cross-
sectional area, and diffusive path length, affect the rate of advective and diffusive transport of 
radionuclides through the domain. The invert domain interfaces with both continua of the UZ. 
The properties of the domains are defined in the following sections. 

6.5.2.1 	Waste Form and Waste Package Diffusion Properties 

This section summarizes the general approach, major assumptions, main steps in the 
computational algorithm, and the stochastic parameters for the in-package diffusion submodel 
for the TSPA. The mathematical equations for the in-package diffusion submodel are described 
in Section 6.3.4.3. 

The general approach for the commercial SNF waste packages is to consider two pathways for 
diffusion: (1) through porous waste form products inside the package, and (2) through porous 
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corrosion products filling the bottom of the waste package. Starting from the time when a 
package is first breached, the extent of degradation is determined. This parameter is the basis for 
estimating the amount of corrosion products present inside a package, and allows the water 
saturation and effective diffusion coefficient to be computed. 

Implementation of the three-domain EBS abstraction requires that properties be specified for 
each domain, including the volume, diffusive cross-sectional area, the diffusive path length, 
porosity, water saturation, and the procedure for calculating the diffusion coefficient. These 
properties must be specified for each type of waste package (CSNF and codisposal waste 
packages) and for the drip and no-seep environments. 

CSNF Waste Packages Properties 

This section discusses the CSNF waste package properties in the following two domains: CSNF 
waste form and CSNF corrosion products. 

6.5.2.1.1.1 CSNF Waste Form Domain 

In CSNF waste packages, the waste form domain consists of fuel rods and the corrosion products 
of stainless steel basket tubes and the fuel basket tube assembly, which is constructed of borated 
stainless steel neutron absorber plates and aluminum thermal shunt plates. Except for 14C, which 
is released from fuel hardware at the time of waste package breach 
(DTN: SN0310T0505503.004 [DIRS 168761]), radionuclides are released only from failed rods. 
However, no credit is taken for the fuel rod cladding—the initial rod failure, i.e., the distribution 
of failed cladding, as-received, is specified to be constant at 100 percent (SNL 2007 
[DIRS 180616], Table 7-2[a]). The SNF begins to react with the oxygen and moisture inside the 
waste package, forming metaschoepite, the instant that the waste package is breached. 

The reacted SNF constitutes a porous "rind," both in a seep and no-seep environment. The 
volume of the rind as a function of time, Vrind (t) , and the rind porosity, alP rind are provided by 
Cladding Degradation Summary for LA (SNL 2007 [DIRS 180616]). Radionuclides dissolve in 
the water that accumulates in the pore volume of the rind. The water volume in the rind is 
dependent on the water saturation in the rind, Swe,rind 

Vw,rind = CI6 rind  S 	V we, rind rind ' (Eq. 6.5.2.1.1.1-1) 

In a seep environment, the rind is modeled as saturating quickly and completely with water, so 
the rind saturation is 	=1. In a no-seep environment, the water saturation is determined in 
Section 6.5.2.2.2.1 as a function of RH and depends on the specific surface area, density, and 
water adsorption behavior of the rind. 

The water volume in the domain includes water contained in products from the corrosion of steel 
components in the domain—the fuel basket tubes and the absorber plates. The domain water 
volume calculation is described in Section 6.5.2.2.2.1. 
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The area through which radionuclides may diffuse after being released from fuel rods depends on 
the state of the waste form. No credit is taken for the effectiveness of fuel rod cladding as a 
barrier, so once a waste package is breached, all of the SNF is modeled as exposed to the 
environment inside the waste package. The waste form and steel components will begin to 
degrade immediately. On the scale of an entire waste package, the waste form domain can be 
pictured conceptually as a homogeneous mixture within the confines of the TAD canister. A 
further conceptual picture is that the outer corrosion barrier is covered with numerous randomly 
located breaches (SCCs or general corrosion) that penetrate the inner vessel and TAD canister, 
so that radionuclides inside the waste package will tend to diffuse radially outward from the 
waste form. Then the maximum diffusive path length is the inside radius of the TAD canister, 
which defines parameter Diff Path_Length_CSNF_1. This parameter is assigned a constant 
value equal to the inside radius of the TAD canister (0.819 m; from outside diameter of 66.5 in. 
(SNL 2007 [DIRS 179394], Section 4.1.1.1); and 1.00 in. thickness, (SNL 2007 [DIRS 179394], 
Table 4-2)). In the cell-centered finite difference methodology adopted in TSPA for solving the 
transport equation, the diffusive distance from the cell center node defining the waste form 
domain (Cell 1) to the interface of the adjoining downstream domain (Cell 2) will be half the 
maximum diffusive length (i.e., 1/2 x Diff Path_Length_CSNF_1 = 0.41 m). This constant 
distance is deemed appropriate as it represents an average diffusive distance to the interface of 
the adjoining cell for the simulated timeframes in the TSPA and is consistent with the level of 
discretization of the waste form modeled as a single computational cell. 

The diffusive area for the waste form domain (parameter Diff Area_CSNF_1) is taken to be the 
area of the cylinder having a radius equal to that at the cell center 
(1/2 x Diff Path_Length_CSNF 1 = 0.410 m) and the length of the CSNF waste form, which is 
approximately equal to the length of the fuel basket tubes (191.00 in. = 4.8514 m length (BSC 
2005 [DIRS 174152]). Thus, Diff Area_CSNF_1 has a constant value of 12.5 m2 . The ends of 
the TAD canister are neglected, consistent with the radial diffusion conceptualization. 
Furthermore, diffusion is unlikely ever to occur through the thick shield plug at one end (15.0 in. 
thick Stainless Steel Type 316 (SNL 2007 [DIRS 179394], Table 4-2)), and the end opposite the 
shield plug would only contribute marginally (less than 4 percent) to the total surface area if it 
were included. The lateral area itself can be considered to be the bounding surface area for 
diffusion as it ignores the area reduction from un-degraded steel components. The diffusive area 
is not expected to vary significantly over time, so a representative constant value is used. The 
fixed average diffusive area is consistent with the fixed value for the diffusive path length and 
with the level of discretization of the waste form modeled as a single computational cell. 

The diffusion coefficient is computed using Archie's law (Equation 6.3.4.3.5-2), with the 
porosity of the rind and the water saturation as determined in Section 6.3.4.6. As discussed in 
Section 6.5.2.5, the discretized mass balance equations use a diffusive conductance, which is a 
harmonic average of diffusion coefficient terms (including diffusivity, porosity, saturation, 
diffusive path length, and cross-sectional area for diffusion; see Equation 6.5.2.5-7), in this case, 
for the waste form and corrosion products domains. Since the TSPA Model computes the 
diffusive conductance, only the diffusion coefficients need to be input, rather than the diffusive 
conductances themselves. The CSNF waste form domain diffusion coefficient is modified for 
temperature effects using Equation 6.3.4.1.2-4. The waste form temperature is provided in 
Multiscale Thermohydrologic Model calculations (SNL 2007 [DIRS 181383]). 
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6.5.2.1.1.2 CSNF Corrosion Products Domain 

The second domain consists of the corrosion products inside the waste package from corrosion of 
the stainless steel guide assembly (side guides, end side guides, and corner guides), the stainless 
steel TAD canister shell, the stainless steel inner vessel, and stainless steel lids. The stainless 
steel shield plug in the TAD canister is not included. The shield plug is thick and massive (15 in. 
thick, 12,200 lb = 5,530 kg (SNL 2007 [DIRS 179394], Table 4-2)), and located at one end of 
the waste package. Since there is no ready mechanism for the potentially large mass of corrosion 
products from the shield plug to be dispersed throughout the waste package and thereby 
contribute to water saturation and diffusion in the diffusive pathway for radionuclide transport, 
the shield plug is ignored for purposes of computing water saturation, diffusion, and sorption. 
The mass of corrosion products ( mcp  ) is given as a function of time in Section 6.5.2.2. In 
Section 6.3.4.3.4, a porosity (00,) of 0.4 for corrosion products is shown to be appropriate. For 
purposes of calculating the water content of a breached waste package, the corrosion products 
are assumed to be a porous medium composed of a mixture of goethite and HFO (the 
representative products of oxidation of iron in both carbon steel and stainless steel) and, for 
stainless steel corrosion, Cr203 and NiO, representing the products of oxidation of the chromium 
and nickel in the stainless steel. 

In a seep environment, the water saturation (5,,,) is assigned a value of 1.0. In a no-seep 
environment, the only water present is adsorbed water, and the saturation is the effective 
saturation of corrosion products given by Equation 6.3.4.3.5-5. Uncertainty in the water 
saturation of the corrosion products is provided for in the sampled specific surface area of the 
corrosion products components, in the relative proportions of goethite and HFO in the iron 
corrosion products, and in the sampled FHH adsorption isotherm parameters for generic 
corrosion products (Section 6.3.4.3.2). 

In a seep environment, the effective diffusion coefficient for corrosion products is given by 
Archie's law (Equation 6.3.4.3.5-2), with the porosity 00, = 0.4 and the assigned water saturation 
of 1.0. 

In a non-seep environment, the effective diffusion coefficient is given by Equation 6.3.4.3.5-5. 
The diffusive area of the corrosion products domain for diffusion to the invert domain is the total 
area of all waste package breaches, including corrosion patches and stress corrosion cracks. The 
breached area is determined differently for each scenario class, since different breach 
mechanisms predominate in each class, ranging from SCC in the Seismic Scenario Class to 
general corrosion at late times in the Nominal Scenario Class. Consistent with the picture of the 
waste form domain, radionuclides will tend to diffuse radially outward from the waste form 
through the products from the corrosion of the guide assembly, TAD canister, and inner vessel. 
Then the maximum diffusive path length excluding the outer barrier, consistent with the level of 
discretization of the waste form modeled as a single computational cell, is the distance from the 
inside of the TAD canister (outside diameter of 66.5 in. = 1.689 m (SNL 2007 [DIRS 179394], 
Section 4.1.1.1); and 1.00 in. = 0.0254 m thickness, (SNL 2007 [DIRS 179394], Table 4-2)) to 
the outside of the inner vessel (outside diameter of 71.70 in. = 1.821 m (SNL 2007 
[DIRS 179394], Table 4-3)). This distance, parameter Diff Path_Length_CSNF_2, is 0.0914 m. 
The dimensions show that there is a gap of 0.60 in. = 0.015 m between the TAD and the inner 
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vessel, which is treated as radially symmetric and is included in Diff Path_Length_CSNF_2. In 
the cell-centered finite difference methodology adopted in the TSPA for solving the transport 
equation, the actual diffusive distance from the cell center node defining the CSNF corrosion 
products domain (excluding the outer barrier) to the interface of the adjoining downstream outer 
barrier will be half the diffusive length (i.e., 1/2 x Diff Path_Length_CSNF_2 = 0.0457 m). 

The diffusive path length through the outer barrier, Diff Thick_OB_CSNF, is the radial distance 
from the outside of the inner vessel (outside diameter of 71.70 in. = 1.821 m (SNL 2007 
[DIRS 179394], Table 4-3)) to the outside of the outer barrier (outside diameter of 
74.08 in. = 1.882 m (SNL 2007 [DIRS 179394], Table 4-3)), which includes a small gap 
(0.19 in. = 0.0048 m) that is treated as radially symmetric. This distance, 
Diff Thick OB — CSNF, is 0.0302 m. The distance from the cell center to the interface with the 

7 
adjoining invert cell will be half this distance (0.0151 m). 	These constant distances 
(Diff Path_Length_CSNF_2 and Diff Thick_OB_CSNF) are deemed appropriate as they 
represent an average diffusive distance to the interface of the adjoining cell for the simulated 
timeframes in the TSPA. 

The diffusive areas are calculated at the cell centers. So the diffusive area for the path excluding 
the outer barrier is given by the surface area of a cylinder halfway between the inside surface of 
the TAD canister (radius of 0.819 m, from Section 2.4.2.1) and the outside surface of the inner 
vessel (radius of 0.911 m, or half the outside diameter of 71.70 in. = 1.821 m (SNL 2007 
[DIRS 179394], Table 4-3)). The radius of this cylindrical surface is 
(0.819 m + 0.911 m)/2 = 0.865 m. The length of the CSNF corrosion products domain excluding 
the outer barrier is the inner vessel length of 216.50 in. = 5.499 m (SNL 2007 [DIRS 179394], 
Table 4-3). Therefore, the diffusive area for the path excluding the outer barrier, parameter 
Diff Area_CSNF_2, is 29.9 m 2 . The diffusive area is not expected to vary significantly over 
time, so a representative constant value is used, consistent with the fixed value for the diffusive 
path length. The ends of the inner vessel are neglected for the same reasons as in CSNF waste 
form domain. 

The diffusive area for the path through the outer barrier of the waste package is taken to be the 
smaller of either (a) the total area of all waste package breaches (scenario class dependent) or (b) 
the surface area of a cylinder at the midpoint between the inner vessel outer surface and the outer 
surface of the CSNF waste package outer barrier. This cylinder has a diameter equal to the 
average of the outside diameter of the outer barrier (74.08 in. = 1.882 m (SNL 2007 
[DIRS 179394], Table 4-3)) and the outside diameter of the inner vessel (71.70 in. = 1.821 m 
(SNL 2007 [DIRS 179394], Table 4-3)), or 1.852 m. The length of the outer barrier, parameter 
WP_Total_Length_CSNF, is 224.07 in. = 5.691 m (SNL 2007 [DIRS 179394], Table 4-3). 
Therefore, the cylindrical surface area, parameter Diff Area_CSNF_2_Max, is 33.1 m2 . The 
diffusive area is not expected to vary significantly over time, so a representative constant value is 
used. As with the waste form and corrosion products area treatment, this estimate for the path 
through the outer barrier of the waste package neglects the areas of the ends of the inner vessel, 
consistent with the conceptualization of radial diffusion, the presence of the shield plug, and the 
minor contribution of the end opposite the shield plug. 
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The corrosion products domain diffusion coefficient is modified for temperature effects using 
Equation 6.3.4.1.2-4. The corrosion products temperature is provided by the calculations given 
in Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383]). 

6.5.2.1.2 Codisposal Waste Packages Properties 

Codisposal waste packages consist of five cylindrical canisters containing HLW glass (glass 
"logs") surrounding a central canister of defense spent nuclear fuel (DSNF). After the 
codisposal waste package is breached, the HLW glass canister is also immediately breached, and 
the HLW glass slowly degrades to a clay-like alteration product. The stainless steel HLW glass 
canisters corrode at the same rate as other stainless steel internal waste package components. 
The degraded HLW glass and stainless steel corrosion products comprise one subdomain of the 
codisposal waste form domain. As the steel support framework inside the waste package 
gradually corrodes, the HLW glass logs collapse onto each other such that the general cylindrical 
shape of the logs is retained. 

The DSNF is modeled as being breached and degrading instantaneously (within a single TSPA 
time step) once the waste package is breached (BSC 2004 [DIRS 172453], Section 8.1). The 
stainless steel and carbon steel components of the DSNF gradually corrode. Since the DSNF is 
centrally located within the codisposal waste package, surrounded by HLW glass logs and 
contained in a stainless steel canister, it will tend to remain localized within the waste package 
even as all of the components of the waste package degrade. Thus, the DSNF is modeled as a 
separate subdomain of the codisposal waste form domain. 

Analogous to the treatment of CSNF waste packages, a second codisposal domain consists of 
corrosion products from steel internal components, including the carbon steel divider plate 
assembly (divider plates, inner and outer brackets, and support tube), the stainless steel inner 
vessel, and the stainless steel inner bottom lid, interface ring, and spread ring. The thick, 
massive inner top lid shield plug (9.00 in. thick, 11,604 lb = 5,264 kg (SNL 2007 
[DIRS 179567], Table 4-9)) is not included as part of the codisposal corrosion products domain 
for the same reasons that the shield plug is excluded from the CSNF corrosion products domain. 

Since the EBS transport model is a one-dimensional model, the two waste form subdomains are 
modeled sequentially, such that the HLW glass subdomain is upstream of the DSNF subdomain. 
The mass released from the degradation of HLW glass moves to the DSNF subdomain by 
advection and/or diffusion and is then transported to the corrosion product domain. This 
sequential representation is consistent with the conceptualization that the DSNF will degrade 
quickly, while the HLW glass logs will retain their cylindrical geometry and remain up-gradient 
of the corrosion products. The seepage flux through the waste package is also conceptualized to 
pass in series so that each waste form subdomain and the corrosion product domain have the 
same seepage flux. 

Consistent with the treatment for the CSNF waste form domain, radionuclides will tend to 
diffuse radially outward from the HLWG waste form subdomain. Then the maximum diffusive 
path length is the inside radius of the inner vessel of a codisposal waste package. This 
parameter, Diff Path_Length_CDSP _1 a, is assigned a constant value of 0.941 m (based on inner 
vessel outside diameter of 78.13 in. and thickness of 2.00 in. (SNL 2007 [DIRS 179567], 
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Table 4-9)). The fixed value for the diffusive path length is consistent with the level of 
discretization of the waste form modeled as a single computational cell. In the cell-centered 
finite difference methodology used in TSPA for solving the transport equation, the actual 
diffusive distance from the cell center node defining the HLWG waste form subdomain (Cell la) 
to the interface of the adjoining downstream domain (Cell 2) is half the maximum diffusive 
length (1/2 x Diff Path_Length_CDSPJ a = 0.471 m). This constant distance is deemed 
appropriate as it represents an average diffusive distance to the interface of the adjoining cell for 
the simulated timeframes in TSPA. 

The diffusive area (parameter Diff Area_CDSP_1 a) is the surface area of a cylinder with a 
radius at the cell center of 1/2 x Diff Path_Length_CDSP_la = 0.471 m and the inner vessel 
cavity length of the 5- DHLW/DOE Long waste package (181.88 in. = 4.620 m (BSC 2007 
[DIRS 182365], Section A-A)). Thus, Diff Area_CDSP_l a has a constant value of 13.7 m 2 . 
The diffusive area is not expected to vary significantly over time, so a representative constant 
value is used, consistent with the fixed value for the diffusive path length. The ends of the inner 
vessel are neglected for the same reasons as in CSNF domains. 

The volume of the HLW glass waste form subdomain is set equal to the volume of the degraded 
glass, which is determined in Defense HLW Glass Degradation Model (BSC 2004 
[DIRS 169988], Section 8.1). The volume of the DSNF waste form subdomain is set equal to the 
initial volume of DSNF in a codisposal waste package, which is equal to 1.0 m 3  (BSC 2004 
[DIRS 172453], Section 8.1). Unlike the volume increase in the HLW glass subdomain as 
degradation continues, the volume of DSNF is modeled as constant. 

DSNF is modeled as degrading instantaneously upon exposure to groundwater (BSC 2004 
[DIRS 172453], Section 8.1). Since the carbon steel support tube, divider plates, and brackets 
that support the HLWG canisters surrounding the DSNF also degrade rapidly (compared to the 
degradation rates of HLWG and stainless steel inner vessel), the DSNF is not expected to retain 
it initial cylindrical shape, but rather will settle to the bottom of the inner vessel. Because of the 
one-dimensional modeling approach, the diffusive area (parameter Diff Area_CDSP_lb) is set 
to be the same as for the HLWG waste form subdomain (Diff Area_CDSP_lb = 
Diff Area_CDSP_1 a = 13.7 m2). The effective diffusive path length, parameter 
Diff_ Path_ Length_CDSP_lb, is calculated by dividing the initial volume of DSNF 1 m 3  (BSC 
2004 [DIRS 172453], Section 8.1) by the diffusive area (Diff Area_CDSP_lb), leading to total 
diffusive length of 0.0730 m. Representative constant values are used, consistent with the 
discretization of the DSNF waste form modeled as a single computational cell, and the ends of 
the DSNF standard canister are reasonably neglected due the predominately radial direction of 
diffusion and the small area of the long, narrow cylinder. 

The diffusion coefficient for the HLW glass subdomain is computed using Archie's law 
(Equation 6.3.4.3.5-2). For the DSNF subdomain the effective diffusion coefficient is computed 
by multiplying the free water diffusion coefficient with porosity and saturation. The exponents 
on porosity and saturation used in Archie's Law, are set to unity in order to maximize the 
diffusion coefficient without taking credit for tortuosity, as the powdered mass of DSNF is 
conceptualized to be mixed in with the DSNF subdomain stationary corrosion products. The 
diffusion coefficients for both the HLW and DSNF subdomains are modified for temperature 
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effects using Equation 6.3.4.1.2-4. The codisposal waste form temperature, is provided by the 
calculations given in Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383]). 

The porosity of the HLW glass degradation products (rind) is given as 17 percent in Defense 
HLW Glass Degradation Model (BSC 2004 [DIRS 169988], Table 8-1), and the water saturation 
is computed as a function of the temperature and RH in the waste package. A porosity of 0.2 is 
used for DSNF, as degraded DSNF waste form and corrosion products are conceptualized to be 
in a powdered form. The porosity is based on the porosity of unconsolidated sand, which ranges 
from 0.25 to 0.50 (Freeze and Cherry 1979 [DIRS 101173], Table 2.4). A value lower than this 
range is used to account for some consolidation; the porosity of sandstone, for example, ranges 
from 0.05 to 0.30 (Freeze and Cherry 1979 [DIRS 101173], Table 2.4). This value is adequate 
for 99Tc and 1291, whose concentrations are rate-controlled, as smaller water volume results in 
higher radionuclide concentrations for such species and hence overestimates releases. 
Nevertheless, very high concentrations of 99Tc and 1291 might also trigger formation of a 
solubility-limiting phase. ' 4C releases may be limited by formation of calcite, in which case 
smaller volumes would likewise have no effect on releases. 

The diffusive area and path lengths in the corrosion products domain in a codisposal waste 
package are treated identically to those in the CSNF corrosion products domain. 

The maximum diffusive path length excluding the outer barrier is the thickness of the inner 
vessel (parameter Diff Path_Length_CDSP_2), a constant value of 0.0508 m (2.00 in. = 
0.0508 m inner vessel thickness (SNL 2007 [DIRS 179567], Table 4-9)). In the cell-centered 
finite difference methodology adopted in the TSPA for solving the transport equation, the 
diffusive distance from the cell center node defining the CDSP corrosion products domain 
(excluding the outer barrier) to the interface of the adjoining downstream outer barrier is half the 
diffusive length ('/2 x Diff Path_Length_CDSP_2 = 0.0254 m). 

The diffusive path length through the outer barrier, Diff Thick_OB_CDSP, is the distance from 
the outside of the inner vessel (outside diameter 78.13 in. = 1.985 m (SNL 2007 [DIRS 179567], 
Table 4-9)) to the outside of the outer barrier (outside diameter 80.50 in. = 2.045 m (SNL 2007 
[DIRS 179567], Table 4-9)), or 0.0301 m. The distance from the cell center to the interface with 
the adjoining invert cell will be half the outer barrier thickness ('/2 x Diff Thick_OB_CDSP = 
0.0150 m). These constant distances are deemed appropriate as they represent an average 
diffusive distance to the interface of the adjoining cell for the simulated timeframes in the TSPA. 

The diffusive area for the path excluding the outer barrier is given by the surface area of a 
cylinder halfway between the inside surface and the outside surface of the inner vessel. The 
outside diameter of the inner vessel is 78.13 in. = 1.985 m, and its thickness is 
2.00 in. = 0.0508 m (SNL 2007 [DIRS 179567], Table 4-9), so the radius of the cylindrical 
surface is (1.985 m)/2 — 0.0508 m = 0.941 m. The length of the CDSP corrosion products 
domain excluding the outer barrier is the inner vessel length of 192.38 in. = 4.886 m (SNL 2007 
[DIRS 179567], Table 4-9). Therefore, the diffusive area for the path excluding the outer 
barrier, parameter Diff Area_CDSP_2, is 28.9 m2 . The diffusive area is not expected to vary 
significantly over time, so a representative constant value is used, consistent with the fixed value 
for the diffusive path length. The ends of the inner vessel are neglected for the same reasons as 
in CSNF waste form domain (see Section 2.4.2.1). A preliminary calculation erroneously 

6-169 	 October 2007 ANL—WIS—PA-000001 REV 03 



EBS Radionuclide Transport Abstraction 

resulted in a radius of the cylindrical surface of 0.967 m, giving a diffusive area for the path 
excluding the outer barrier of 29.7 m2 ; this is the value used in the TSPA. The incorrect 
diffusive area is 2.8 percent higher than the correct value, which overestimates diffusive releases 
by a negligibly small amount. 

The diffusive area for the path through the outer barrier of the waste package is taken to be the 
smaller of either (a) the total area of all waste package breaches (scenario class dependent) or (b) 
the surface area of a cylinder at the midpoint between the inner vessel outer surface and the outer 
surface of the CDSP waste package outer barrier. This cylinder has a diameter equal to the 
average of the outside diameter of the outer barrier, 80.50 in. = 2.045 m (SNL 2007 
[DIRS 179567], Table 4-9), and the outside diameter of the inner vessel (78.13 in. = 1.985 m 
(SNL 2007 [DIRS 179567], Table 4-9)), or 2.015 m. The length of the outer barrier, parameter 
WP_Total_Length_CDSP, is 202.57 in. = 5.145 m (SNL 2007 [DIRS 179567], Table 4-9). 
Therefore, the cylindrical surface area, parameter Diff Area_CDSP_2_Max, is 32.6 m 2 . The 
diffusive area is not expected to vary significantly over time, so a representative constant value is 
used. As with the waste form and corrosion products area treatment, this estimate neglects the 
areas of the ends of the inner vessel, consistent with the conceptualization of radial diffusion, the 
presence of the shield plug, and the minor contribution of the end opposite the shield plug. 

The diffusion coefficient in the codisposal waste package corrosion products domain is 
computed the same as for the CSNF corrosion products domain using Archie's law 
(Equation 6.3.4.3.5-2), with the porosity of the corrosion products ( O c, =0.4) and the assigned 
water saturation of 1.0. The diffusion coefficient is modified for temperature effects using 
Equation 6.3.4.1.2-4. The CDSP waste package corrosion products temperature is provided by 
Multiscale Thermohydrologic Model calculations (SNL 2007 [DIRS 181383]). 

6.5.2.2 	Calculation of Domain Water Saturation and Water Volume 

The water content of each domain determines its transport behavior. The water saturation affects 
the diffusive characteristics of the domain. The water volume is used to determine the amount of 
dissolved radionuclides that can be contained in the domain. In this section, the time-dependent 
water saturation and water volume are calculated for no-seep environments (a saturation of 1.0 is 
used in seep environments) using parameters developed in Section 6.3.4. The FHH water vapor 
adsorption isotherm parameters s and k are sampled in each realization for the waste form 
degradation rind and for corrosion products, and the resulting adsorption isotherms (functions of 
time-dependent relative humidity) are then fixed for the entire realization. For both waste 
package types, the second domain contains only steel corrosion products; the saturation and 
water volume for these domains are calculated in Section 6.5.2.2.1. The first (waste form) 
domain in both waste package types contains both steel corrosion products as well as degraded 
waste form, which also contributes to the time-varying water content of the domain. The water 
saturation and water volume for the waste form domains are calculated in Section 6.5.2.2.2. 

6.5.2.2.1 Corrosion Products Water Saturation and Water Volume 

The mass of corrosion products in a breached waste package varies over time, from zero when 
the waste package is first breached to a maximum amount given in Tables 6.3-8 and 6.3-9 that 
depends on the type of waste package and the particular domain within the waste package. The 
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mass is computed by linearly interpolating over the lifetime of each of the two major types of 
steel comprising the internal components of a waste package—carbon steel and stainless steel. 

The following parameters are used in the calculation of water saturation and water volume in 
corrosion products: 

fCS,n 

MS ,I7 

ILCS,n 

1 LSS,n 

arc; 

fGHFO 

cyCS,Fe 

ct)CS,Ni 

(1)CS,Cr 

cuSS,Fe 

cySS ,Ni 

SS,Cr 

mHFO,n,CS 

mNiO,n,CS 

MCrac,n,CS 

MG,n,SS 

m HFO,n,SS 

= fraction of carbon steel in steel mass in domain n (remainder is 
stainless steel) [dimensionless] 

= total mass of steel in domain n [kg] 

= lifetime of carbon steel in domain n [yr] 

= lifetime of stainless steel in domain n [yr] 

= mass fraction of goethite in iron corrosion products 
[dimensionless]; 

(DG 5 	
for goethite 

(1 — coG ), for HFO 
1.0, 	for NiO and Cr20 3  

= mass fraction of iron in carbon steel [dimensionless] 

= mass fraction of nickel in carbon steel [dimensionless] 

= mass fraction of chromium in carbon steel [dimensionless] 

= mass fraction of iron in stainless steel [dimensionless] 

= mass fraction of nickel in stainless steel [dimensionless] 

= mass fraction of chromium in stainless steel [dimensionless] 

atomic weight of iron [kg mol l ] 

atomic weight of nickel [kg mol l ] 

atomic weight of chromium [kg mol l ] 

molecular weight of goethite [kg mol l ] 

molecular weight of HFO [kg mol l ] 

molecular weight of NiO [kg mol l ] 

molecular weight of Cr203 [kg moll ] 

mass of goethite in domain n from corrosion of carbon steel [kg] 

= mass of HFO in domain n from corrosion of carbon steel [kg] 

= mass of NiO in domain n from corrosion of carbon steel [kg] 

= mass of Cr2O3in domain n from corrosion of carbon steel [kg] 

= mass of goethite in domain n from corrosion of stainless steel [kg] 

= mass of HFO in domain n from corrosion of stainless steel [kg] 

M Fe 

M Ni 

M Cr 

MG  

M HFO 

MNiO  

M Crar 

rnG,n,CS 

= 

= 

= 

= 

= 

= 

= 

= 
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= mass of NiO in domain n from corrosion of stainless steel [kg] 

mCrOx ,n,SS 	= mass of Cr2O3in domain n from corrosion of stainless steel [kg] 

kc, 	= FHH parameter k for corrosion products [dimensionless] 

CP 	= FHH parameter s for corrosion products [dimensionless] 

cs 	= rate of corrosion of carbon steel [um yr-I  ] 

ss 	= rate of corrosion of stainless steel [um yr'] 

tnum CS n = maximum thickness of carbon steel in domain n [m]  

Mal ,SS ,n 	= maximum thickness of stainless steel in domain n [m] 

PG 	 grain density of goethite [kg m-3 ] 

P HFO 	grain density of HFO [kg tn -3 ] 

P Ni0 	= grain density of NiO [kg m -3 ] 

PCrac 	= grain density of Cr203 [kg m-3 ] 

'7G 	= specific surface area of goethite [m2  kg'] 

SHFO 	= specific surface area of HFO [m2  kg'] 

S N;O 	= specific surface area of NiO [m 2  kg-l ] 

Crac 	= specific surface area of Cr203 [m2  kg']  

ac = 

a HFO = 

aNi0 = 

aCr20, = 

stoichiometric coefficient for conversion of Fe to goethite [mol Fe 
mol - ' goethite]. 

stoichiometric coefficient for conversion of Fe to HFO [mol Fe 
mor' HFO] 

stoichiometric coefficient for conversion of Ni to NiO [mol Ni 
NiO] 

stoichiometric coefficient for conversion of Cr to Cr203 [mol Cr 
mol - ' Cr203]. 

Although parameters cocs ,,, and cocs ,c, are zero (because there is no nickel or chromium in 
carbon steel), the parameters are retained because the equations for calculating corrosion product 
mass are then all uniformly defined for both carbon steel and stainless steel. Parameter values 
for this model are listed in Table 6.5-5 for each domain. The mass of steel in each domain and 
the fraction of that mass that is carbon steel are developed in Tables 6.3-8 and 6.3-9. The 
maximum thickness of each type of steel in each domain is obtained by inspection of design data 
presented in Tables 4.1-20 through 4.1-22. Material property parameters used in this model are 
shown in Table 6.5-6. Parameters with associated uncertainty represented by a range and 
distribution are listed in Table 6.5-7. 

Because the TSPA calculations were started before the direct confirming data were available in 
the design interface documents (SNL 2007 [DIRS 179394], and SNL 2007 [DIRS 179567]), it 
was necessary to utilize preliminary values for the design of the EBS components. The 
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parameters listed in Table 6.5-5 are developed in Tables 6.3-8 and 6.3-9 from component masses 
specified in the design documents. Table 6.5-5 shows the parameter values obtained using both 
the preliminary design data as well as the final design data from SNL 2007 [DIRS 179394], and 
SNL 2007 [DIRS 179567]. The TSPA uses the parameters from the preliminary design data. 
Table 6.5-5 also compares preliminary and final design data, showing that the differences are 
negligible, so that the impact of using the preliminary design data on TSPA results should also 
be negligible. The dimensional parameters, t., c,s ,„ and t  max,SS,n based on preliminary design 
data are identical to the parameters based on the final design data. 

ANL—WIS—PA-000001 REV 03 6-173 	 October 2007 



EBS Radionuclide Transport Abstraction 

Table 6.5-5. Domain Properties Used to Compute Corrosion Product Water Saturation and Volume. 

Basis: 
Preliminary 

Design 

Basis: 
Final 

Design 

Difference: 
Final - Preliminary 

Final 
Domain, n ms,,, (kg) a  ms,. (kg) a  

CSNF-1 9,980 9,990 -0.1 
CSNF-2 24,700 24,600 0.4 
CDSP-la 3,800 3,780 0.0 
CDSP-1 b 1,270 1,280 -0.8 
CDSP-2 18,900 18,900 0.0 

Domain, n fcs,n a  fcs,n a  

CSNF-1 0 0 0.0 
CSNF-2 0 0 0.0 
CDSP-la 0 0 0.0 
CDSP-1 b 0.25 0.25 0.0 
CDSP-2 0.31 0.31 0.0 

Domain, 11 tmax,CS,n (mm) Component and Source 
CSNF-1 0 — 
CSNF-2 0 — 
CDSP-la 0 — 
CDSP-1b 6.35 TMI canister wall thickness (0.25 in.) 

(DOE 2003 [DIRS 164970], p. 25) 
CDSP-2 31.75 Divider plate assembly tube thickness (1.25 in.) 

(SNL 2007 [DIRS 179567], Table 4-9) 
Domain, 11 tmax,SS,n (mm) Component and Source 

CSNF-1 11.11 Fuel Basket Assembly A-, B- & C-Plates (0.4375 in.) 
(SNL 2007 [DIRS 179394], Table 4-2) 

CSNF-2 50.8 Inner vessel thickness (2.00 in.) 
(SNL 2007 [DIRS 179394], Table 4-3) 

CDSP-1a 10.5 HLW glass canister wall thickness 
(CRWMS M&O 2000 [DIRS 151743], Table 3) 

CDSP-1b 9.525 SNF standard canister wall thickness (0.375 in.) 
(DOE 2003 [DIRS 164970], Fig. 13) 

CDSP-2 50.8 Inner vessel thickness (2.00 in.) 
(SNL 2007 [DIRS 179567], Table 4-9) 

a  Source: Tables 6.3-8 and 6.3-9. 
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Table 6.5-6. Constant Material Properties Used to Compute Corrosion Product Water Saturation and 
Volume. 

Property Value Source 
Density of goethite (FeOOH) 4,260 kg m3  Lide 2000 [DIRS 162229], p. 4-66 

. Density of HFO 3,960 kg m-3  Towe and Bradley 1967 [DIRS 155334], p. 
386 

Density of Cr203 5,220 kg m-3  Lide 2000 [DIRS 162229], p. 4-54 
Density of NiO 6,720 kg m-3  Lide 2000 [DIRS 162229], p. 4-75 
Mass fraction of iron in carbon steel 0.98 kg kg-1  ASTM A 516/A 516M-90 1991 [DIRS 

117138] 
Mass fraction of nickel in carbon steel 0 kg kg -1  ASTM A 516/A 516M-90 1991 [DIRS 

117138] 
Mass fraction of chromium in carbon steel 0 kg kg -1  ASTM A 516/A 516M-90 1991 [DIRS 

117138] 
Mass fraction of iron in stainless steel 0.65 kg kg-1  DTN: M00003RIB00076.000 [DIRS 

153044]; balance* 
Mass fraction of nickel in stainless steel 0.12 kg kg"' DTN: M00003RIB00076.000 [DIRS 

153044 ; avera • e* 
Mass fraction of chromium in stainless steel 0.17 kg kg-1  DTN: M00003RIB00076.000 [DIRS 

153044]; average* 
Atomic weight of iron 0.055847 kg mol -1  Weast 1985 [DIRS 111561], p. B-102 
Atomic weight of nickel 0.05869 kg mol -1  Weast 1985 [DIRS 111561], p. B-118 
Atomic weight of chromium 0.051996 kg mol -1  Weast 1985 [DIRS 111561], p. B-88 
Molecular weight of goethite 0.088852 kg mol-1  Lide 2000 [DIRS 162229], p. 4-66 
Molecular weight of HFO 0.088852 kg mor 1  See Section 6.3.4.2.3.1 
Molecular weight of NiO 0.074692 kg mol-1  Lide 2000 [DIRS 162229], p. 4-75 
Molecular weight of Cr203 0.151990 kg mal  Lide 2000 [DIRS 162229], p. 4-54 
Stoichiometric coefficient for conversion of Fe 
to goethite 

1.0 mol Fe moll  
goethite 

From stoichiometry 

Stoichiometric coefficient for conversion of Fe 
to HFO 

1.0 mol Fe mol -1  

HFO 
From stoichiometry 

Stoichiometric coefficient for conversion of Ni
to Ni0 

-1  1.0 mol NiI mol - ' 
NiO 

stoichiometry 

Stoichiometric coefficient for conversion of Cr 
to Cr203 

2.0 mol Cr mal  
Cr203 

From stoichiometry 

* Elemental composition, as shown in Table 4.1-15; average value is used when a range is specified; Fe content is 
balance when average values used for non-Fe components 
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Table 6.5-7. Sampled Parameters Used to Compute Corrosion Product Water Saturation and Volume. 

Property 
Range and 
Distribution Comments 

Specific surface area of goethite (FeOOH) 14.7 —110 m 2  g -1  
Log-Normal 
(Truncated) 

See Section 6.3.4.3.3; 
Mean = 57.6 m2  g -1  
Std. Dev. = 34.5 rn 2  g -1  

Specific surface area of HFO 68 — 600 m 2  g -1  
Log-Normal 
(Truncated) 

See Section 6.3.4.3.3 
Mean = 275.6 m 2  g -1  
Std. Dev. = 113.4 m 2  g -1  

Specific surface area of NiO 1 —30 m2  g -1  
Uniform 

Based on data in Table 6.3-10 

Specific surface area of Cr203 1 — 20 m 2  g -1  
Log-Uniform 

Based on data in Table 6.3-10; log-
uniform distribution emphasizes lower 
values that are more frequently observed, 
with less emphasis on high values for Cr 
oxide gel 

Mass fraction of iron oxides (goethite and 
HFO) that is goethite 

0.45 — 0.80 (fraction) 
Uniform 

See Section 6.3.4.2.3.1 

Rate of corrosion of carbon steel 25 — 135 pm yr -1  
Log-Normal 
(Truncated) 

See Section 6.3.4.3.4.3 

Rate of corrosion of stainless steel 0.01 — 0.51 µm yr-1  
Log-Normal 
(Truncated) 

See Section 6.3.4.3.4.3 

FHH adsorption isotherm parameter k for 
corrosion products 

1.048 — 1.370 
(dimensionless) 

Uniform 

See Section 6.3.4.3.2 

FHH adsorption isotherm parameter s for 
corrosion products 

1.525 — 1.852 
(dimensionless) 

Uniform 

See Section 6.3.4.3.2 

The lifetime of internal components in a waste package is based on the time required for the 
thickest component to corrode completely. Since corrosion can occur on both sides of a 
component, the maximum thickness is halved to obtain the lifetime for carbon steel and stainless 
steel components: 

t  LCS,n = 
1000 t max,CS,n 

2rcs  
(Eq. 6.5.2.2.1-1) 

(Eq. 6.5.2.2.1-2) 
1000 tmax,SS,n  

t  LSS,n = 2rss  

where the factor of 1000 converts the thickness (mm) to 1.1m, since the corrosion rate is expressed 
in units of 	yr-I . 

For each type of corrosion product (CPm = goethite, HFO, NiO, and Cr203) in each domain n, 
the mass of corrosion product is obtained as a function of time by linearly interpolating from the 
time of waste package breach at to to time t over the lifetime of carbon steel and stainless steel 
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components; the maximum amount of corrosion product is reached at the lifetime of the 
components, after which time the corrosion product mass remains constant: 

= mCPm,CS,n 

( 
— t0  f 	 M CPm   

CS,n fGHFOWCS,m 	 '''s,n 
1  LCS,n 	 a cpm M m  t t 0 	t LCS,n 

t — t o >t LCS,n 

,(Eq. 6.5.2.2.1-3) 
M CPm  

fCS,n fGHFOWCS,m 	 ms,n ,  
aCPm  Mm 

   

mCPm,SS,n(t)= 

t — t 
\ 

fCS,n)fGHFOWSS,m 
M CPm  

s n, 	tO 	tLSS,n 
\ t LSS,n J 	 acprn M m  

,(Eq. 6.5.2.2.1-4) 
MCPm  

(1  f 	
m 

	

— to 	t LSS,n ,n)fGHFOctISS,m 	 '''s n ,  1—  ✓  cs 
aum Mm  ' 

 

where subscript m refers to the metal (Fe that becomes goethite, Fe that becomes HFO, Ni, or Cr) 
associated with CPm, and fGHF0  is a dimensionless parameter whose meaning and value depends 
on each type of corrosion product; for goethite, fGHFO = 	the sampled mass fraction of 
goethite in iron-based corrosion products; for HFO , f GHFO = (1-1°G); and for NiO and Cr203, 

fGHFO is a placeholder with a value of 1.0. fCS,n a is the fraction of carbon steel in steel mass in 

domain n. coc.s, is the mass fraction of metal m in carbon steel, and coss, is the mass fraction of 

metal m in stainless steel. Atomic weights of metals, Mm  , and molecular weights of corrosion 

products, M , are listed in Table 6.5-8. The mass of steel in domain n, msm , is developed in 

Tables 6.3-8 and 6.3-9. The stoichiometric coefficient, a cpm  , is the number of moles of metal m 

in a mole of corrosion product CPm, when the corrosion products are represented as FeOOH, 
Cr203, and NiO. 

The total mass of corrosion products in domain n is the mass of corrosion products from carbon 
steel and stainless steel summed over the four types of corrosion products: 

mCP,n = E (mCPm,CS,n + mCPm,SS,n)• 
CPm 

(Eq. 6.5.2.2.1-5) 

The water saturation in corrosion product CPm in domain n, Swe,CPm,n is dependent on the 

relative humidity (RH), which varies over time, on the specific surface area, §cpm, , and on the 

corrosion product grain density, Pun,: 

S 	(RH) = min t p we,CPm,n 	 CPm CPm,n 

1 A  1 — wcPjo
C n 

(RH) 1 .0 
OCP 	P ' 

, 	(Eq. 6.5.2.2.1-6) 
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where t f  is the thickness (m) of a monolayer of water, Ocp  is the porosity of corrosion products 
as well as the porosity of corrosion products domains (0.4; the same constant value is used for all 
corrosion products), and 0cp „ (RH) is the number of monolayers of water adsorbed on the 
surface of corrosion products, a function of RH, as given in Section 6.3.4.3.5. A single 
adsorption isotherm is used for all corrosion products, so a single RH-dependent value of 
0 cp  ,„(RH) is used for all corrosion products in domain n. The water saturation for the entire 
domain n (summed over all four CP types and any waste form degradation rind) is computed 
once the domain water volume is obtained, following Equation 6.5.2.2-10. The min function is 
needed because the adsorption isotherm function 9 0,,n  (RH) is unbounded as RH approaches 1.0. 

The pore volume in each type of corrosion product in each domain is: 

(A 
(A = [MCPm,CS,n(t)+ MCPm,SS,n V 1] 	WCP  V 0,CPmn / 

PCPm 	 OCP 

(Eq. 6.5.2.2.1-7) 

Since the corrosion products are commingled, the saturation and water volume of all of the 
individual components of the corrosion products are summed to provide the characteristics of the 
entire domain. The total pore volume in domain n steel corrosion products is given by 
Equation 6.5.2.2.1-7 summed over the four corrosion product types: 

VO,CP,n(t) =  
Wu   
A 	

[MCPm,CS,n(t  +  :CPm,SS,nkt  
I 	 \51— 

\ 1—  OCP JCPm 

 

(Eq. 6.5.2.2.1-8) 

  

where the porosity factor can be taken outside the summation because the porosity is identical 
for all corrosion product types. 

The bulk volume of corrosion products in domain n is: 

 

1 	 [MCPm,CS,n(t)+ MCPm,SS,n(t )] 

OCP JCPm 	 PCPm 

 

vcp „(i )= (Eq. 6.5.2.2.1-9) 

  

The water volume in each type of corrosion product in each domain that contains only steel 
corrosion products is: 

Vw,CPm,n(Ril  50 = 1/0,CPm,n(t)S we,CPm,n(RII ) 

[MCPm,CS,n(t ) + MCPm,SS,n(t )Y  0   
C: 	'we CPm n(R11)(Eq• 6.5.2.2.1-10) 

PCPm 	 (PCP 

= [MCPm,CS,n(t) ± MCPm,SS,n(l )] t  f'CPm,neCP,n(R-11 )5 
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and the water volume in these domains is: 

v„,„,„(RH,t),z[v,,,„m,„(RH,t)] 
CPm 

[mCPm,CS,n(t ) + niChn,SS,n(t)] 

CPm 	 PCPm 	

OCP  
"we,CPm,n(RH ) 

\, 1  OCP 

= t oCP ,n (RII)E(K,CPm,n[mCPm,CS,n(t)+ mCPm,SS,n(t)k 
CPm 

( 

(Eq. 6.5.2.2.1-11) 

The adsorption isotherm function is taken outside the summation because it is identical for all 
corrosion product types. 

The water saturation for domains that contain only steel corrosion products is given by: 

Vw,cp,n  (RH, t) 
S 	,n (RH) = min 	

Vo ,cp , o (t) ' 1.0  
(Eq. 6.5.2.2.1-12) 

 

Until the end of the lifetime of the shorter-lived carbon steel ( t — to  < tu,s ,), the water saturation 
is not explicitly time-dependent, varying only with RH, which may vary with time. In this case, 
the water saturation is given by: 

S  we,CP,„(RH) = min 

— \ 

	

( 	\ 	I, s CPm,n fGHFO 	J CS ,nuCS ,m 	I — fCS,n)a)SS,m1 
M  CPnz  [1. ,, 

	+ 
( 

M m  

	

1—  OCP 	
j  1.0 

	

t  f 	 61  CP ,n(R11)cPm 	

1 	

\ ' 
\,  

	

CP / 	 1 	 M 

CPm 
pcpin 	 fGHFO 3 c,,Pin   

M 
 [fCS,n it)CS,m + (1  — fCS ,n PSS,m] 

	

m 	 / 	_ 

(Eq. 6.5.2.2.1-13) 

Figure 6.5-4 shows the results of a sample calculation of water saturation in the CSNF corrosion 
products domain for constant RH using values of uncertain parameters from Table 6.5-7 that 
minimize and maximize the saturation. Included in this figure is a curve showing water 
saturation using approximate mean values for the uncertain parameters. Since the CSNF 
corrosion products domain contains only stainless steel, and since the RH is constant in this 
example, the water saturation does not vary over time. Table 6.5-8 lists numerical results at 
selected values of RH. 
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Table 6.5-8. Water Saturation in CSNF Corrosion Products Domain 

RH 
Water Saturation Minimized Water Saturation Maximized  W 

Monolayers of 
Water 

Water Saturation 
Monolayers of 

Water 
Water Saturation 

0.1 0.6 0.023 0 7 0.406 

0.2 0.8 0.028 0.9 0.516 

0.5 1.2 0.046 1.5 0.659 

0.8 2.3 0.084 3.3 0.833 

0.9 3.6 0.127 5.6 0.963 

0.95 5.3 0.189 8.8 0.983 

0.99 13.1 0.386 26.3 1.000 

Output DIN: SNO703PAEBSRTA.001, file CP Sample Calcs 7-19-2007.xls. worksheet "CSNF-2 
(CPO Min&Max" 
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Figure 6.5-4. 	Water Saturation in CSNF Corrosion Products Domain in Constant RH Sample 
Calculation 
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In a second example calculation, this time for the corrosion products domain in a codisposal 
waste package, the domain contains both carbon steel and stainless steel; results are shown in 
Figure 6.5-5. As in Figure 6.5-4, this figure shows the water saturation in the CDSP corrosion 
products domain for constant Rli using values of uncertain parameters from Table 6.5-7 that 
minimize and maximize the saturation, as well as approximately mean parameter values. Results 
are shown at 1,000 yr and at 10 6  yr. For a constant RH, the water saturation is constant until the 
end of the carbon steel lifetime, which is shorter than that of the stainless steel. Water saturation 
is maximized when the steel lifetime is minimized by using the maximum corrosion rates; the 
saturation is minimized by using the minimum corrosion rates. For carbon steel, the lifetime 
ranges from 118 yr to 1,270 yr in the codisposal waste package corrosion products domain, in 
which the maximum thickness of carbon steel is 31.75 mm (Table 6.5-5). For stainless steel, the 
lifetime ranges from 49,800 yr to 5.08 x 106  yr in the codisposal waste package corrosion 
products domain, in which the maximum thickness of stainless steel is 50.8 mm (Table 6.5 - 5). 
After the end of the carbon steel lifetime, the domain water saturation varies over time, although 
the change is small, as seen in Figure 6.5-5; in this example, at RH = 0.95, the maximum water 
saturation is 0.9994 at 1.000 yr and 0.9887 at 10 6  yr, while the minimum water saturation is 
0.239 at 1,000 yr and 0.226 at 106  yr. 
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Source: Output DIN: SNO703PAEBSRTA.001, file CP Sample Calcs 7-19-2007.xls. worksheet "CDSP-2 (CPs) 
Min&Max" 

Figure 6.5-5. Water Saturation in CDSP Corrosion Products Domain in Constant RH Sample 
Calculation 
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The effective diffusion coefficient for steel corrosion products in domain n is obtained using 
Archie's law (see Section 6.3.4.3.5, Equation 6.3.4.3.5-2) with a fixed corrosion products 
porosity of 0.4 (see Section 6.3.4.3.4) and the water saturation S we,cp,n  obtained from 
Equation 6.5.2.2.1-12 in a no-seep environment; in a seep environment, a water saturation of 1.0 
is used. 

6.5.2.2.2 Waste Form Domains Water Saturation and Water Volume 

The calculation of waste form degradation rind water content is completely analogous to that of 
steel corrosion products and includes the calculation of steel corrosion products water content, 
since the waste form domain includes steel associated with the waste form. Parameter values 
used in this calculation are summarized in Table 6.5-9. 

Table 6.5-9. Parameters Used to Compute Waste Form Water Saturation and Water Volume. 

Property 
Range and 

Distribution Comments 

Specific surface area of CSNF rind 0.5 — 60 m2  g-1  
Uniform 

See Section 6.3.4.6.1 

Grain density of CSNF rind 5,600 — 11,500 kg m -3  
Uniform 

See Section 6.3.4.6.1 

FHH adsorption isotherm parameter k for 
CSNF rind 

1.606 — 8.215 
(dimensionless) 

Uniform 

See Section 6.3.4.6.1 

FHH adsorption isotherm parameter s for 
CSNF rind 

1.656 — 3.038 
(dimensionless) 

Uniform 

See Section 6.3.4.6.1 

Porosity of CSNF rind 0.05 — 0.3 (fraction) 
Uniform 

DTN: M00411SPACLDDG.003 [DIRS 
180755], Table 7-1 

Specific surface area of HLW glass 10 — 38 m 2  g-1  
Uniform 

Langmuir 1997 [DIRS 100051], Table 10.2 

Grain density of HLW glass rind 2,700 kg m -3 

Constant 
DTN: M00502ANLGAMR1.016 ECN1 
[DIRS 172830], Table 8-1 

FHH adsorption isotherm parameter k for 
HLW glass 

13.2 (dimensionless) 
Constant 

Ebert et al. 1991 [DIRS 111028], p. 134, 
Figure 1 b 

FHH adsorption isotherm parameter s for 
HLW glass 

1.5 (dimensionless) 
Constant 

Ebert et al. 1991 [DIRS 111028], p. 134, 
Figure 1 b 

Porosity of HLW glass rind 0.17 (fraction) 
Constant 

DTN: M00502ANLGAMR1.016 ECN1 
	 [DIRS 172830], Table 8-1 
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6.5.2.2.2.1 CSNF Waste Form Domain 

As in Equation 6.5.2.2.1-6, the water saturation in waste form rind r in domain n is dependent on 
the relative humidity (RH), which varies over time, on the rind specific surface area,and rind ,„ 9  

on the rind grain density, pr  : 

S  we,rind ,n(R1-1)= min t rind ,n 

I 	4s 	.\ 1  — '"rind  

Orind 
ern  (RH ),1.0 . (Eq. 6.5.2.2.2.1-1) 

The adsorption isotherm for CSNF rind is developed in Section 6.3.4.6.1 and for HLW glass rind 
in Section 6.3.4.6.2. For DSNF, the rind is modeled as identical to that of CSNF rind. 

The water volume in the CSNF rind in domain n is given by: 

V  w,rind ,n(R-H t ) OrindS  we,rind ,n(RH)V  rind ,n(t ) 

	
(Eq. 6.5.2.2.2.1-2) 

where the rind bulk volume, Vrind , n  , is provided by Cladding Degradation Summary for LA 
(SNL 2007 [DIRS 180616], Eq. 6-7 in Table 6-4). The CSNF actually contains the solid UO2 
fuel pellets, cladding, and open space between fuel rods. However, for purposes of this model, 
the CSNF rind in this model domain includes only the porous rind, whose volume increases over 
time; the open space and impermeable solids are not included, since they contain no pathway for 
transport of radionuclides. (Unreacted UO 2  fuel pellets have a small amount of porosity that is 
neglected, consistent with the treatment in Cladding Degradation Summary for LA, (SNL 2007 
[DIRS 180616], pp. 6 tol 1)). The total bulk volume of the CSNF domain is the sum of the rind 
bulk volume and the bulk volume of basket tube and absorber plate corrosion products, which 
also increase over time: 

VCSNF = V  rind ,CSNF 	VCP,CSNF ' (Eq. 6.5.2.2.2.1-3) 

The bulk volume of CSNF domain corrosion products is (Equation 6.5.2.2.1-9 for n = CSNF): 

 

1
A 	

[mCPm,CS,CSNF(tp) c,4 :CPm'sS  'CSNF(t)]1. 
 (Eq. 6.5.2.2.2.1-4) Ld 1  — YTP) CPm 

CP,CSNF V 	(t) 

 

The pore volume in the CSNF waste form domain is the sum of CSNF rind pore volume and 
steel corrosion products pore volume: 

(t) = 0 V V  0,CSNF 	rind rind ,CSNF (t ) ± 0CP,CSNF(t ) (Eq. 6.5.2.2.2.1-5) 

where the CSNF rind porosity, cd rind is a sampled parameter ranging from 0.05 to 0.30 with a 
uniform distribution. The corrosion products pore volume is computed as in Equation 6.5.2.2.1-8 
using the steel corrosion products porosity, Ocp , which has a constant value of 0.4, and the mass 
of steel shown in Table 6.5-5. 

ANL—WIS—PA-000001 REV 03 6-183 	 October 2007 



EBS Radionuclide Transport Abstraction 

The effective porosity of the CSNF waste form domain, which is needed for computing the 
diffusion coefficient using Archie's law, is time dependent because the pore volume and bulk 
volume of the domain are time dependent: 

OCSNF = 
V  0,CSNF (t ) 
V  CSNF 0) • 

(Eq. 6.5.2.2.2.1-6) 

The water volume in the CSNF waste form domain is the sum of CSNF rind water volume (from 
Equation 6.5.2.2.2.1-2) and steel corrosion products pore volume (from Equation 6.5.2.2.1-11): 

V  w,C„F(RII t ) = Vw,rInd ,CSNF (RH  0 + V  w,CP ,CSNF (RH t ) ' 	(Eq. 6.5.2.2.2.1-7) 

The water saturation in the CSNF waste form domain is given by: 

Swe,CSNF (RH) = min V w,CSNF  (RH, t) 
 1 0 

V  0 ,CSNF (t) 	* 
(Eq. 6.5.2.2.2.1-8) 

Since the FHH isotherm function that provides the water volume in both the CSNF rind and the 
steel corrosion products in the waste form domain is unbounded as RH approaches 1.0, the 
saturation must be limited to a value of 1.0. 

Results of a sample calculation for CSNF waste form domain water saturation are shown in 
Figure 6.5-6. In this calculation, the RH is held constant for 106  yr. In this sample calculation, 
all fuel rods are assumed to be intact except for 0.1 percent that have prematurely failed. The 
TSPA compliance case takes no credit for CSNF cladding as a barrier to flow, as explained in 
Cladding Degradation Summary for LA (SNL 2007 [DIRS 180616], Section 6.2[a]). A seismic 
event occurs at 25,000 yr in which all fuel rods are assumed to fail and all waste form 
instantaneously degrades to the CSNF rind. This immediate increase in the water adsorption 
capacity of the waste form causes the step increase in the pore volume and water volume in the 
waste form domain that appears at 25,000 yr. Since coincidentally all steel in this example has 
finished corroding at 24,258 yr, the water saturation remains constant following the seismic 
event. Unlike the corrosion product domain, the water saturation in this example decreases over 
time (until the seismic event), instead of remaining constant. This occurs because, in this 
example, even though the CSNF rind results from only 0.1 percent of the fuel rods having 
prematurely failed, the water volume in the rind is of the same order of magnitude as the water 
volume in the corrosion products in this domain, since the mass of steel is small compared to that 
of the corrosion products domain. However, until the seismic event, this water volume remains 
constant, while the pore volume of corrosion products increases (up to the lifetime of the 
stainless steel). Thus, the total domain water saturation decreases, even though the saturation of 
the corrosion products remains constant. 
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Figure 6.5-6, Water Saturation in CSNF Waste Form Domain in Constant RH Sample Calculation 

6.5.2.2.2.2 HLWG and DSNF Waste Form Subdomains 

The HLW glass subdomain includes the porous glass degradation rind and the porous products of 
the corrosion of the stainless steel HLW glass canisters. The volume of both the HLW glass rind 
and the steel corrosion products increase over time until all of the glass is degraded and the steel 
is fully corroded. 1-1LW glass rind bulk volume, V tin";  and the water volume, V„ ,j, 0.6  , for fully 

water saturated conditions are given as a function of time in DTN: M00502ANLGAMR1.016 
ECN I [DIRS 1728301, Equations 54 and 55, respectively. For partially saturated conditions, the 
water volume in HLW glass rind is given by: 

, Mar = 1►1►t'GS . ,r,larl ti V fLH .r V  (Eq. 6.5.2.2.2.2-1) 

The effective water saturation of the HLW glass rind is given the following equation (identical to 
Equation 6,3.4.6.2-2: 

[ 	

, (1 	I I WG  ) S  wr.111 ifa — Mill Plltift 'FilIS`` I 	 OlgirG (RH),1.0 . (Eq. 6.5.2.2.2.2-2) 
Ora WC: 
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using the FHH water vapor adsorption isotherm (also shown as Equation 6.3.4.6.2-1): 

The rind porosity is modeled as constant at 0.17 (DTN: M00502ANLGAMR1.016 ECN1 
[DIRS 1728301, Table 8-1). 

The pore volume in the HLW glass waste form subdomain is the sum of HLW glass rind pore 
volume and steel corrosion products pore volume: 

V 	( SCHLWG t)  01 IL#G Vrind.HLWG( l )1- V01 .CP ,HLWG(I ) 

The corrosion products pore volume is computed as in Equation 6.5.2.2.1-8. 

(Eq. 6.5.2.2.2.2-4) 

The total bulk volume of the HLW glass waste form subdomain is the sum of the HLW glass 
bulk rind volume and the volume of HLW glass steel canister corrosion products, both of which 
increase over time: 

V  HLWG(1 ) = V  rsnuf ,HIWG(1 ) + VCP.HLWG(1 ) 

	
(Eq. 6.5.2.2.2.2-5) 

The effective porosity of the entire HLW glass waste form domain, Or H„, is needed for 
computing the diffusion coefficient using Archie's law. This porosity is time dependent because 
the pore volume and bulk volume of the domain are time dependent: 

V 	(t) 0,HLWG  
OT ,HLWG(I 	ri  

11LJIG I. ,  .1 

(Eq. 6.5.2.2.2.2-6) 

The water volume in the HLW glass waste form subdomain is the sum of HLW glass rind water 
volume (from Equation 6.5.2.2.2.1-9) and steel corrosion products water volume (from 
Equation 6.5.2.2.1-11): 

rt  ./11.1.11.;(Ril  7 1 ) Vli.rind.fiLFIVG( R11,  t) VwCP,HLWG(Ril 	• 

The water saturation in the HLW glass waste form subdomain is given by: 

S  nedYLIVG(RII) .= m in  V.. HLH'51(Rhr  ,r) 

0.m.wG(t) 

(Eq. 6.5.2.2.2.2-7) 

(Eq. 6.5.2.2.2.2-8) 

Since the FHH isotherm function that provides the water volume in both the HLW glass rind and 
the steel corrosion products is unbounded as RH approaches 1.0, the saturation must be limited to 
a value of 1.0. 
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20,800 yr. The mass of HLWG degradation products increases over time, but degradation only 
occurs when the RH is above 44 percent, as described in Defense HLW Glass Degradation 
Model (BSC 2004 [DIRS 1699881, Section 6.7). Prior to the end of the stainless steel lifetime, 
the water volume and resulting water saturation in the domain is dominated by the stainless steel 
corrosion products. As seen above for CSNF corrosion products, when only one type of steel is 
present and the RH is constant, the water saturation in the domain is constant. Here. because the 
HLWG rind water saturation contributes little to the domain water volume before the steel is 
fully consumed (see Figure 6.5-8), the domain water saturation is nearly constant until the steel 
is consumed. After 20,800 yr, as HLW glass continues to degrade, the water saturation 
continues to increase. In this example, some HLW glass remains undegraded after 10 6  yr. 

Figure 6.5-T Water Saturation in HLWG Waste Form Domain in Constant RH Sample Calculation 
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Figure 6.5-8. Water Volume in Components of HLWG Waste Form Domain in Constant RH Sample 
Calculation 

Results of a sample calculation for DSNF waste form domain water saturation are shown in 
Figure 6.5-9. Again, the RH is held constant for 106  yr. A seismic event occurs at 25,000 yr, at 
which time all of the DSNF fuel is assumed to be instantly breached and degraded. This step 
increase in water adsorption capacity causes the increase in domain water saturation seen in 
Figure 6.5-9 at 25,000 yr. As in the CSNF waste form domain sample calculation (Figure 6_5-6), 
the domain water saturation decreases until the seismic event occurs, because the domain pore 
volume continually increases as steel corrodes, while the contribution of the DSNF degradation 
rind to the domain water volume remains constant. 
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Figure 6.5-9. Water Saturation in DSNF Waste Form Domain in Constant RH Sample Calculation 

6.5.2.3 	Invert Domain Properties 

The volume of the invert is equal to its cross sectional area (i.e., the area of a segment of a circle) 
times the axial length. Based on the drift diameter of 5.5 m (SNL 2007 [DIRS 179354], 
Table 4-1, Parameter Number 01-10) (or drift radius rt, =2.75 m) and maximum invert thickness 
of t i .= 4 ft 4 in. = 1.321 m (SNL 2007 [DIRS 179354], Table 4-1, Parameter Number 01-10), 
the width of the top surface of the invert is (Perry et al. 1963 [DIRS 119529], p. 2-6): 

w = 2r--(rD  --t an al — )2 

 - 

4.70 m. 	 (Eq. 6.5.2.3-1) 

The frontal cross sectional area of the invert is (Perry et al. 1963 [DIRS 119529], p. 2-6): 

A =r 2  COS -I  rpli 'maA 	(r — 	Xl2r 	— t I 	D 	 D t  1 	Di  1 ,maz 	,max 

=4.39 m 2 . 

(Eq. 6.5.2.3-2) 
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The invert volume is this area (A1 ) multiplied by the length of interest, for example, the length 
of a waste package, L wP  . The volume of water in the invert beneath a waste package of length 
L„,,, is: 

= c115,,A I Lwp , 	 (Eq. 6.5.2.3-3) 

where 0 is the porosity of the invert, and S„, is the water saturation of the invert. 

For purposes of modeling flow and diffusion through the invert, the invert is regarded as having 
a rectangular cross section with a top surface being the actual top surface of the invert. The cross 
sectional area for flow or diffusion between the invert and the UZ is: 

Anuz = wiLwp• 

The average thickness of the invert is given by: 

_  
t = 

A
= 0.934 m. 

wl  

(Eq. 6.5.2.3-4) 

(Eq. 6.5.2.3-5) 

Using this value preserves the top surface area and volume of the invert. 

Sorption of radionuclides to the invert crushed tuff is modeled by applying the devitrified tuff Kd 
values from the UZ submodel to the invert. Ranges and distributions for these Kd values are 
given in DTNs: LA0408AM831341.001 [DIRS 171584] (file UZ Kds.doc, for all radionuclides 
of interest except for Se and Sn) and LB0701PAKDSESN.001 [DIRS 179299] (file ReadMe.doc, 
for Se and Sn). Correlations for sampling sorption distribution coefficient probability 
distributions for devitrified UZ tuff given in DTN: LB0701PAKDSESN.001 [DIRS 179299] 
(file Sorption Correlation Table.xls) are assigned to invert crushed tuff. 

A single-continuum invert model is used in the TSPA. The reason for this is that diffusion 
coefficients (Section 6.3.4.1.1) are applicable only to a bulk porous medium, i.e., a single 
continuum medium. Insufficient data exist to validate diffusion coefficients in the individual 
continua in a dual-continuum model. There are also insufficient data to confirm whether a dual-
continuum model is a bounding approach with respect to chemical behavior in the invert. (See 
Section 6.6.3 for the development of a dual-continuum ACM.) 

The bulk water content in the invert, 0 (percent), is used to compute the diffusion coefficient in 
the invert, Equation 6.3.4.1.1-22 (in which Ø 1863 S ; 863  = (01100)1.863  ). The bulk water content in 
the invert is determined from the intragranular water saturation provided in Multiscale 
Thermohydrologic Model (SNL 2007 [DIRS 181383], Appendix X) and the seepage flux 
provided in Seepage Model for PA Including Drift Collapse (BSC 2004 [DIRS 167652]). 
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The relationship between the bulk water content and the intergranular and intragranular water 
contents is based on the definitions of water content using the volumes of water, solids, and 
pore spaces: 

	

Y ii, mter. 	V
,- 	= 1 00  w_ 

 
inter 

	
,„ 

V 
= 100  — 

	

inte 	

, 

= 
w  

sinter +100 V 

-in  tro 

17 	 , 

(Eq. 6.5.2.3-6) 

where V„,_,„,„ is the volume of water in the intergranular pore space (m 3), Vw intro  is the volume of 
water in the intragranular (matrix) pore space (m 3), V, is the total bulk invert volume (m3), and 
0,„1„ is the intergranular water content (percent). 

The ratio of intragranular water volume to total invert bulk volume, Vw jntra  / Vt  , is related to the 
porosity of the of the intragranular (tuff matrix) pore space, Ointra 

(m3 pore volume m-3 matrix volume): 

	

VW infra
= 	

intraS w intra 	Ointra (v, —v;_inter)Sw intro  (Eq. 6.5.2.3-7) 

where Se, intro is the water saturation of the matrix (m3  water 111-3  pore volume), 17,,„„.„ is the total 

pore volume of the matrix (m 3), and V, inter  is the total pore volume of the intergranular pore 
space (m3). This expression makes use of the definition of matrix porosity, 6 Infra as the ratio of 
matrix pore volume to total matrix volume, where the latter is the difference between the bulk 
invert volume, V, , and the intergranular pore volume, VI inter 

 

intro 

= v v  
a 	r 	rtinter 

 

(Eq. 6.5.2.3-8) 

  

which can be rearranged to give: 

Vlintra = Ointra(VI I/linter) 
(Eq. 6.5.2.3-9) 

Substituting the definitions of percent water content (Oinira  = 1006 , intraS wintra) and porosity 

(fraction) of the intergranular pore space, al" (, inter = Vtinter IV t) , the ratio V 	/ V w infra 	I 	in 
Equation 6.5.2.3-6 can be written: 

loo 
v

iv-t tm 	 = 	(1— 0. ) v. , 	Infra 	inter (Eq. 6.5.2.3-10) 

ANL—WIS—PA-000001 REV 03 
	

6-192 	 October 2007 



EBS Radionuclide Transport Abstraction 

Inserting this into Equation 6.5.2.3-6 results in the expression for the bulk water content of 
the invert: 

e = e,„,„ + (1= 0,„,„)0,„. • (Eq. 6.5.2.3-11) 

The intragranular water content, °infra , is calculated by multiplying the intragranular water 
saturation provided in Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383]) with the 
intragranular porosity of 6 infra 	0.111 (DTN: M00703PAHYTHRM.000 [DIRS 182093] 
Mathcad file: Porosity Calculations.xmcd). 

The intergranular water content, 0„,,„ is evaluated indirectly from the total dripping flux into the 
drift. The volumetric discharge into the invert, Q1  (m3  water s-1 ), is equal to the total dripping 
flux (seepage plus condensation) into the drift (see Equation 6.5.1.1-8, where F6  = F); the 
imbibition flux, F7 , does not enter the intergranular continuum and is not included in Q1  , which 
is given by: 

Q1  = Ku,Is Als 	 (Eq. 6.5.2.3-12) 

where Ku, is the unsaturated hydraulic conductivity of the invert (m s -1 ), Is  is the hydraulic head 
gradient in the invert (m m-I ), and A1, is the intercepted flow area of a drift over the length of 
one waste package, having a value of 28.05 m2  (BSC 2004 [DIRS 167652], Section 6.3.1). For 
vertical one-dimensional flow, a hydraulic head gradient of unity (/, =1 m/m) is a bounding 
value for saturated rock with a free surface exposed to the open drift. Unsaturated crushed rock 
in the invert will have a lower head gradient, but by using a gradient of unity, 
Equation 6.5.2.3-12 simplifies and allows the unsaturated hydraulic conductivity of the invert to 
be evaluated given the seepage flux into the drift: 

(Eq. 6.5.2.3-13) 

The moisture potential, W  (bar), of the invert has been evaluated as a function of unsaturated 
hydraulic conductivity in Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383], 
Appendix X, Table X-6) for various particle sizes. The determination of intergranular water 
content uses a particle size of 3 mm (SNL 2007 [DIRS 181383], Section 6.3.11). Interpolating in 
Table X-6 of Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181383]) for the 
unsaturated hydraulic conductivity of the invert, Kus , as given by Equation 6.5.2.3-13, results in 
a value for the moisture potential, w , which is inserted into a van Genuchten fitting function 
(SNL 2007 [DIRS 181383], Equation X.4) to give the intergranular water content: 

0„,„ = (Eq. 6.5.2.3-14) 
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Parameters in Equation 6.5.2.3-14 are (DTN: M00703PAHYTHRM.000 [DIRS 182093], file 
Van Genuchten Properties.xls, worksheet "Summary Van Genuchten", Table 6-1, Column 
"LTBM minus 2 inch, Average"): 

Or 	= residual volumetric water content in the invert (percent) 
= 3.36 

= saturated volumetric water content in the invert (percent) 
= 22.4 

a 	= van Genuchten air-entry parameter (bar -I ) 
= 1780.59 bar-  

n 	= van Genuchten n value (dimensionless) 
= 1.39 

m 	= van Genuchten m value (dimensionless) 
= 0.283. 

With the algorithm and parameters described in this section, the bulk volumetric water content in 
the invert is obtained. 

6.5.2.4 	Sorption onto Iron Oxyhydroxide Colloids and Stationary Corrosion Products 

As stated earlier (Section 6.3.4.2.3), the sorption processes in transport calculations are applied 
to the isotopes of uranium, neptunium, plutonium, americium, and thorium. Transport of nickel 
is not considered in the TSPA even though it is included in the surface complexation based 
model in order to account for competition among various elements for sorption on a finite 
number of sites. The equilibrium sorption is modeled for uranium, neptunium, and thorium, 
while kinetic sorption/desorption on the corrosion products is modeled for plutonium and 
americium, because they also get transported while irreversibly sorbed onto iron oxyhydroxide 
colloids. 

6.5.2.4.1 Sampling Methodology 

In order to perform calculations based on surface complexation, the input concentrations of 
various elements expected in the TSPA over the course of simulated timescale, need to be 
determined. This is difficult to predict because waste form degradation rates, transport 
processes, water volumes, chemical conditions, decay and in-growth rates, etc., vary with time 
and space. There are virtually an infinite number of combinations for the set of concentrations of 
various elements that could be considered in the sorption calculations. Each combination of 
concentration could lead to different sorption amounts. 

Even though the concentrations for various elements considered, cannot be determined a priori, 
the range over which they could vary can be estimated. The maximum value cannot be greater 
than the solubility of the controlling mineral phase, and the minimum value could be nearly zero. 
Once the maximum and minimum values for each element are determined, the concentration 
space can be sampled randomly using the Latin Hypercube Sampling methodology. This 
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provides various combinations of elemental concentrations for which the surface complexation 
calculations can be performed to determine sorbed mass. 

The maximum value or the dissolved concentration limit for the controlling mineral phase for a 
given pH and Pc02  is determined by Dissolved Concentration Limits of Elements with 
Radioactive Isotopes (SNL 2007 [DIRS 177418]). 	The methodology outlined in 
DTN: M00702PADISCON.001 [DIRS 179358] is to compute the mean value of the solubility 
controlling mineral phase for a given pH and Pco,  to which two uncertainties are added as 
shown below: 

Solubility [Pu, Np, U, Am, &Th] = l 0 5 10'' + e2N , 	(Eq. 6.5.2.4.1-1) 

where lOs  is the mean actinide solubility provided in a series of 2-D look up tables provided in 
DTN: M00702PADISCON.001 [DIRS 179358], Si  is the uncertainty term associated with 
uncertainty in log K (log of the solubility product) values described by a normal distribution 
truncated at 2o, and 6.2 is the uncertainty term associated with variations in fluoride concentration 
that varies by the type of waste package being considered and by the pH. The fluoride 
uncertainty for the various actinides is perfectly correlated during sampling and is defined by a 
right-sided triangular distribution. N is the factor by which the maximum fluoride uncertainty 
(6.2) is normalized for pH. 

Due to the complexity involved in calculating the range of solubility for various combinations of 
pH and Pco,  and incorporating the uncertainties, the methodology was simplified by determining 
the maximum possible value of solubility. This approach is reasonable and sufficient, because 
ultimately the dissolved concentration space will have to be sampled between the maximum and 
minimum values. The minimum value is arbitrarily chosen to be 10 -8  times the maximum value, 
to cover the range of expected concentrations in the TSPA Model. The maximum solubility of 
an element at a given pH and Pa),  is calculated by placing the maximum of e l  (from 
DTN: M00702PADISCON.001 [DIRS 179358]) and the maximum of 6.2 (from 
DTN: M00702PAFLUORI.000 [DIRS 181219]) values in Equation 6.5.2.4.1-1 for that element 
(see Table 6.5-10): 

Solubility' =1 0 s 1 0 4n'' + sZ "N (Eq. 6.5.2.4.1-2) 

Since the surface complexation based calculations have been done using PHREEQC (V. 2.11 
2006 [DIRS 175698]), the pre-sampled combination of dissolved concentrations would have to 
be first generated in PHREEQC. This can be achieved by simply adjusting the saturation index 
of the solubility controlling phase in PHREEQC such that the adjusted amount is either an 
additive or subtractive term in the log space, which translates into a multiplicative ratio in the 
linear space whose value varies from greater than one to less than one. The multiplicative ratio 
is equal to the ratio of the dissolved concentration to the mean solubility, and thus the log of the 
ratio is equivalent to the adjusted saturation index of the controlling phase—a value that can be 
directly used as input in the PHREEQC simulations. The maximum value of the ratio, RI' , is 
calculated by dividing the maximum solubility (that includes the two uncertainty terms; 
Equation 6.5.2.4.1-2) by the mean solubility as shown below: 
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R' = 104—  + s2 ax  I 10S )max 
 . 	 (Eq. 6.5.2.4.1-3) 

The maximum value of this ratio is shown in Table 6.5-10 for the actinides of interest. For Ni, 
the maximum value of the ratio is set to 1.0, indicating that there is no uncertainty in the 
solubility. 

The maximum ratio value for a given element is then multiplied by an uncertainty distribution 
that varies log-uniformly from 1 to 10-8  in order to sample the range of concentrations expected 
in TSPA. The uncertainty distribution for each element is defined by a separate stochastic that is 
sampled using the Latin Hypercube Sampling methodology using GoldSim V. 8.02.500 (2005 
[DIRS 174650]) 	(file: 	Sampling_Surface_Complexation_Calc_v8.02.500, 	output 
DTN: SNO703PAEBSRTA.002). A total of 100 realizations are generated, where each 
realization represents a unique combination of concentrations of actinides (via the adjustment of 
the saturation index of the solubility controlling phase). In addition, the log of the drift Pco,  is 
also sampled uniformly, over 100 realizations, from log io(10-2  bar) to log i  0(10-4  bar), since it 
affects the pH and aqueous speciation. 	The sampled values are listed in output 
DTN: SNO703PAEBSRTA.002 (file: Final_Calc_Results_Surf ComplxData_l.xls). 

Besides the varying dissolved concentrations of the competing species, the surface properties 
would also vary in the EBS transport model implemented in the TSPA. The available surface 
area for sorption per unit water volume varies as a function of water saturation, corrosion rate, 
sampled specific surface area, and site density. The relative abundance of goethite and HFO is 
also uncertain and affects the sorption sites per unit water volume for both the stationary 
corrosion products and iron oxyhydroxide colloids. The number of sites available for sorption, 
in units of moles per liter of water, is calculated from the uncertain surface properties, 
considering the stationary corrosion products concentration to vary uniformly from 1 kg L -1  to 
50 kg L-1  and iron oxyhydroxide colloid concentrations to vary log-uniformly from 0.001 mg L -1  
to 30 mg L-1 . The uncertainty distributions are sampled using the Latin Hypercube Sampling 
methodology 	using 	GoldSim 	V. 	8.02.500 	(2005 	[DIRS 174650]) 	(file: 
Sampling_Surface_Complexation_Calc_v8.02.500, output DTN: SNO703PAEBSRTA.002). A 
total of 50 realizations are generated to compute the total available sites for sorption per liter of 
water 	 (output 	 DTN: SNO703PAEBSRTA.002, 	 file: 
Final_Calc_Results_Surf Complx_Data_l.xls). The number of realizations chosen was deemed 
adequate since larger number of realizations did not change the shape of the output distribution 
appreciably. 

For each realization of the surface property, 100 realizations of the dissolved concentrations and 
Pc°,  are considered in the SCM. In effect, the surface property realizations represents the outer 
loop while the dissolved concentration realizations represents the inner loop over which the SCM 
is exercised. A total of 50 x 100 = 5,000 combinations of surface property and dissolved 
concentrations are analyzed using the SCM. 
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Table 6.5-10. Data Used For Calculating Maximum Solubility Ratio 

Element El m"  WEi max  €2max  E2max  (N/1 ()Tax  Max Ratio 

U 1.2 15.8 5385 216.6 232.4 
Np 1.7 50.1 853 0.87 51 
Pu 1.52 33.1 5460 0.249 33.3 
Th 1.52 33.1 23723 3542 3575 
Am 2.08 120.2 688.6 6.88 127 
Output DTN: SNO703PAEBSRTA.002 

6.5.2.4.2 Surface Complexation Modeling 

A two-step modeling approach is adopted in PHREEQC. In the first step, equilibrium chemical 
modeling is performed to generate the dissolved concentrations for all six elements 
corresponding to the sampled saturation indices (sampled ratios) and Pco,  for the 100 
realizations. This step encompasses equilibrium speciation of the J-13 water composition 
(DTN: M00006J13WTRCM.000 [DIRS 151029]) with dissolved actinides at concentrations 
calculated as a function of the saturation index of their solubility controlling phase. The J-13 
composition was chosen to be consistent with Dissolved Concentration Limits of Elements with 
Radioactive Isotopes (SNL 2007 [DIRS 177418]). 

In the second step, surface complexation reactions are modeled for the given surface property of 
stationary corrosion products and iron oxyhydroxide colloids (out of 50 realizations) by 
equilibrating the solution from the first step with both stationary corrosion products and iron 
oxyhydroxide colloid surfaces. In this step the dissolved concentrations are held at the values 
generated in the first step. 

The first step contains additional sub-steps to account for the adjusted Eh model used for 
plutonium. The output of the surface complexation modeling includes the total aqueous 
concentration and the total sorbed concentration for each of the six elements, as well as the 
equilibrium pH. 

The solubility controlling phases were the same as those used in Dissolved Concentration Limits 
of Elements with Radioactive Isotopes (SNL 2007 [DIRS 177418]). The actinides and their 
solubility controlling phases are listed in Table 6.5-11. 

Table 6.5-11. Solubility Controlling Phase 

Element Solubility Controlling Phase 
Uranium Schoepite 
Plutonium Pu02(hyd,aged) 
Neptunium Np02 
Americium AmOHCO3 
Thorium ThO2(am) 
Output DTN: SNO703PAEBSRTA.002 
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The 	thermodynamic 	database 	"phreeqcDATA025bdotCr3az.dat" 
(DTN: M00609SPAINOUT.002 [DIRS 179645]) was used in both steps of the PHREEQC 
modeling, with the surface complexation reactions and log K values entered directly in each 
input file. This is the most up to date thermo-chemical database available for PHREEQC; as 
such, its use in these calculations is justified. 

The 100 realizations of the multiplication ratios generated are analogous to the ratio of dissolved 
concentration to the mean saturated concentration at a given Pc02  . Thus, the log of the ratio 
yields the saturation index of the solubility controlling phase for any particular actinide element 
for a given Pco,  . The nickel concentration is sampled directly, from 3 x10 -8  mg L-1  to 3 mg L-1 . 
This range was chosen based on possible variability in the steel corrosion rates. In PHREEQC, it 
is possible to specify the concentration of an element in terms of the degree of saturation of a 
mineral phase containing that element, thus making it possible to combine elemental 
concentrations, i.e., the J-13 composition, with the sampled actinide solubility ratios and Pa),  , 
while allowing PHREEQC to calculate the equilibrium actinide concentrations and pH of the 
solution. 

The solution pH and aqueous solution concentration for all of the actinides, with the exception of 
plutonium, were calculated first where the Pc02  , actinide phase saturation, J-13 composition, and 
P0,  were specified. In Dissolved Concentration Limits of Elements with Radioactive Isotopes 
(SNL 2007 [DIRS 177418]), the Eh is calculated as a function of oxygen fugacity, where the 
fugacity is set to the atmospheric partial pressure of oxygen (1047  bar). Likewise, this same 
redox constraint was used in the present model for all of the actinides with the exception of 
plutonium. 

Plutonium was excluded from the initial solution calculation because its solubility is redox 
sensitive, and the modified Eh relationship from Dissolved Concentration Limits of Elements 
with Radioactive Isotopes (SNL 2007 [DIRS 177418]) was implemented. This relationship 
calculates an Eh value based on the solutions pH via 

Eh = 1.10 — 0.0592 pH. 	 (Eq. 6.5.2.4.2-1) 

Thus, the solution pH from initial PHREEQC calculation was used to calculate the Eh condition 
under which Pu02 (phase hyd,aged) would dissolve. The output concentrations (J-13 water plus 
actinide) from the initial PHREEQC run were used as input for the Pu calculation step. 

Of the 100 realizations for the fluid composition, 96 converged in PHREEQC. Four realizations 
did not converge due to very high values of schoepite saturation (>100x), or high values of 
schoepite saturation combined with high saturation of another controlling phase. In these 
extreme circumstances, the PHREEQC convergence criteria could not be met, and the realization 
had to be dropped from further consideration. The non-convergence of four realizations (out of 
100) is simply an artifact of pre-sampling the uncertainty in the solubility for various elements 
and Pco,  independently of each other for input into PHREEQC. It is manifested by adjusting the 
saturation indices of the mineral phases. Because the uncertainties are pre-sampled randomly, 
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some of the inputs to PHREEQC become non-physical in that the saturation indices for schoepite 
and other mineral phases had to be set to extreme values. 

The results of the solution calculation Step 1, which were passed to the corrosion product 
equilibration Step 2, included the J-13 composition with the sampled P. 0, , and the PHREEQC 
calculated pH and actinide concentration values. In Step 2, each of the 96 aqueous solutions 
from Step 1 was equilibrated with the 50 sets of corrosion product and colloid surface properties 
while the Pco,  , Pc,, , and actinide solubility controlling phases were maintained at their Step 1 
values. The actinide phase solubility control was maintained for the purpose of loading the 
adsorption sites on the iron corrosion products and colloids such that surface loading could be 
accounted for in the Kd abstractions. 

The surface complexation reactions and their accompanying log K values used in the analyses 
are listed in Table 6.5-12. These reactions and log K values were entered directly in each of the 
PHREEQC input files (stat_col_ZPC.pqi) included in output DTN: SNO703PAEBSRTA.002 
and were not contained in the thermodynamic database "phreeqcDATA025bdotCr3az.dat". The 
surface complexes in Table 6.5-12 were identified and chosen for inclusion in the model because 
they represented the most comprehensive and best available internally consistent set of single-
site complexes for the actinides of interest (a literature search and selection details for surface 
complexation reactions and their accompanying log K values are described in Appendix J). The 
output of Step 2 included the sorbed actinide concentrations for the corrosion products and 
colloids, the aqueous actinide concentrations, and the pH. These output data were reduced in 
Excel using the surface properties of the corrosion products and colloids to yield the distribution 
coefficients for each of the actinide elements. Uncertainty in the surface complexation constants 
(Table 6.5-12) was not considered at this stage; instead, uncertainty in the mineral and aqueous 
species thermochemical data was propagated through the SCM. 

Table 6.5-12. Surface Complexation Reactions and log K Values 

Surface Complexation Reaction* Log K 
HfssOH + H+ = HfssOH2+ 7.35 
HfssOH = HfssO- + H+ -9.17 
HfssOH + UO2+2 +2CO3-2 + H+ = HfssOH2UO2(CO3)2- 29.15 
HfssOH + UO2+2 +3CO3-2 + H+ = HfssOH2UO2(CO3)3-3 36.28 
HfssOH + 2UO2+2 + CO3-2 + 3H20 = 
HfssOH2(UO2)2CO3(OH)3 + 2H+ 

12.62 

HfssOH + Pu02+ = HfssOHPuO2+ 5.14 
HfssOH + Pu02+ = HfssOPuO2 + H+ -2.95 
HfssOH + Pu02+ + H20= Hfss0Pu020H- + 2H+ -11.35 
HfssOH + Pu+4 = HfssOPu+3 + H+ 14.33 
HfssOH + Pu+4 + H2O = HfssOPuOH+2 + 2H+ 8.79 
HfssOH + Pu+4 + 3H20 = HfssOPu(OH)3 + 4H+ -3.92 
HfssOH + Pu02+2 = HfssOPuO2+ + H+ 3.0 
HfssOH + Np02+ = HfssOHNpO2+ 6.03 
HfssOH + Np02+ + H2O = HfssONp020H- + 2H+ -12.0 
HfssOH + Am+3 + H2O = HfssOAmOH+ + 2H+ -6.27 
HfssOH + Th+4 = HfssOHTh+4 18.7 
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Table 6.5-12. Surface Complexation Reactions and log K Values 
(Continued) 

Surface Complexation Reaction* Log K 
HfssOH + Th+4 + 2H20= Hfss0Th(OH)2+ + 3H+ -2.0 
HfssOH + Th+4 + 4H20= HfssOTh(OH)4- + 5H+ -16.7 
HfssOH + Ni+2 = HfssONi+ + H+ -2.5 
HfssOH + CO3-2 = HfssOHCO3-2 4.78 
HfssOH + CO3-2 + 2H+ = HfssHCO3 + H2O 20.3 
*Hiss represents the iron oxy-hydroxide surface. 
Output DTN: SNO703PAEBSRTA.002 

6.5.2.4.3 Abstraction and Multiple Linear Regression 

The output of the surface complexation based competitive sorption modeling included a total of 
4,800 simulated realizations (= 50 surface property x 96 dissolved concentration combinations) 
of sorbed masses. These results are abstracted in order to develop a response surface to predict 
the sorbed amounts for each of the elements for implementation in the TSPA Model. 

Since the total available sites for sorption (spl), in mole per liter of water, are computed from the 
specific surface area (ssa), in m2  and the concentrations, in g L -1  H2O, of corrosion products 
(mass) and iron oxyhydroxide colloids, these two parameters were also considered in computing 
the response surface. It was noted that the sorbed masses on the stationary corrosion products 
and iron oxyhydroxide colloids, when normalized (per sorbate mass), gave the same values. 
Thus, the response surface for sorption need not be computed separately for the corrosion 
products and iron oxyhydroxide colloids, but rather the response surface developed for sorption 
on the corrosion products could be directly applied to the iron oxyhydroxide colloids. 

For computing the response surface of the sorbed masses, the three corrosion product properties, 
pCO2 = — log io(Pco, ), and the dissolved concentration of the six elements were considered as 
predictors. This made a total of ten possible variables to be considered as predictors for the six 
regression models (one each for the element of interest). In addition, a regression model is 
developed for predicting the pH, since it is also an output of the SCM. Table 6.5-13 shows the 
predictors, response variables and their corresponding abbreviations as used in this section. 
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Table 6.5 - 13. List of Predictor and Response Variables 

Predictor Variables Abbreviation 

— logio (Pc02  ) pCO2 

Corrosion product sites per volume of water spl 

Corrosion product specific surface area ssa 

Corrosion product mass concentration mass 

U dissolved concentration U 

Pu dissolved concentration Pu 

Np dissolved concentration Np 

Am dissolved concentration Am 

Th dissolved concentration Th 

Ni dissolved concentration Ni 

logio(X), where X is the nuclide concentration abbreviation logX 

Response Variables Abbreviation 

pH pH 

U sorbed concentration sU.CP 

Pu sorbed concentration sPu.CP 

Np sorbed concentration sNp.CP 

Am sorbed concentration sAm.CP 

Th sorbed concentration sTh.CP 

Ni sorbed concentration sNi.CP 

logio(X), where X is the nuclide concentration abbreviation IogX 

The most important criterion in abstracting the results from the competitive sorption modeling 
was that the regression model had to provide good predictive capability over the anticipated 
parameter space. In this section, the term "model" is used to refer to the abstracted (regression) 
model. Another important consideration was that the model had to be implemented for 
prediction in GoldSim, so a simple closed-form analytical expression was desirable. 

Several regression approaches were considered in developing the model using the statistical 
software S-PLUS. The simplest approach would be multiple regressions with a linear model. 
Other forms of the linear model could involve transformations of the parameters or polynomial 
terms. Nonparametric regression approaches were also considered, such as alternating 
conditional expectations and projection pursuit regression, which includes predictor interactions. 
Because these nonparametric approaches did not yield results that were substantially better than 
the simpler linear models, and since the nonparametric approaches could be more difficult to 
implement as predictive models in GoldSim, the preference was given to a form of multiple 
regression. 

6.5.2.4.4 Analysis 

In any regression analysis, a prudent first step is examining scatter plot matrices of the predictor 
and response variables, to see if any obvious correlations exist among the variables. 
Figure 6.5-10 shows an example of a scatter plot matrix for pCO2, and the corrosion product 
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properties, along with the response variable, pH. Concentrations for both the predictor (and 
response variables, not shown in this plot) are log-transformed, since they range over many 
orders of magnitude. Scatter plot matrices are useful in showing both predictor-predictor 
relationships and predictor-response relationships. For example, Figure 6.5-10 shows the strong 
correlation between pH and pCO2, with little correlation with any of the other predictors. 
Figure 6.5-11 shows the dissolved nuclide concentration predictors plotted with the same 
response variable, pH. There is no strong, monotonic trend between pH and any of these 
predictors. However, for some ranges of pH, there is a trend. For example, for high values of 
pH, logAm has a good positive correlation with pH. Thus, some of these predictors may appear 
in the pH regression model, but will not be the dominant predictors. Plots such as these give an 
early indication of what variables may be important in the regression models. 

The initial multiple regression models explored log transformations of the corrosion product 
predictors. It was determined, through trial and error, that log transformation of spl improved the 
regression fit. It was also determined that adding second order polynomial terms improved the 
regression models. Therefore, the initial model was a model with all 10 predictors and 
corresponding second order terms for the 10 predictors. 

To increase the simplicity and robustness of the models, the first and second order terms were 
evaluated by stepwise regression. In stepwise regression, each term is added or removed from 
the model to judge its effect on a particular model selection criteria. In this case, the model 
selection criterion is the Akaike Information Criteria, or AIC (Venables and Ripley 2001 
[DIRS 159088]). The AIC is calculated as follows: 

AIC = 2k — 2 log io(L). 	 (Eq. 6.5.2.4.4-1) 

Here, k is the number of model parameters, and L is the likelihood function. The AIC is a 
measure of the goodness of fit of the model balanced against the complexity of the model. 

The stepwise regression started with a full model, with all predictors as second order 
polynomials. The stepwise regression process then drops terms, refits the model, and evaluates 
the AIC to see whether the model is better without a particular term. A penalty parameter 
(penalizing model complexity) can be adjusted by the analyst to force the stepwise regression to 
produce a simpler model, with fewer terms. Figure 6.5-12 shows an example of the coefficient 
of variation (R2) increase with increasing number of predictors, for the logsU.CP model. The 
figure shows that the fit does not improve significantly after the inclusion of about 
five predictors. 

6.5.2.4.5 Results 

The stepwise regression for all of the response variables was performed. The primary predictors 
for all of the sorbed concentration models followed a similar trend. First, spl and pCO2 were 
included. In addition, the dissolved concentration of the nuclide corresponding to the response 
variable and the dissolved concentration of U were included. Table 6.5-14, below, shows the 
coefficients for each of the predictors, for each of the response variables. 

ANL—WIS—PA-000001 REV 03 	 6-202 	 October 2007 



EBS Radionuclide Transport Abstraction 

Table 6.5- 14. Coefficients for the Final Regression Models 

pH logsU.CP IogsPu.CP IogsNp.CP IogsAm.CP logsTh.CP IogsNi.CP 
(Intercept) 4.5342 0.9727 -2.0371 0.1561 -3.2250 -0.3107 -5.0808 
pCO2 0.6132 0.6036 1.0190 0.8026 
pCO2^2 -0.0837 0.0838 
log(spl) 1.0027 0.9972 0.9789 0.9754 1.0151 0.9144 
log(U) -0.3805 -0.3489 -0.9172 -1.1643 -1.4669 -0.7201 -1.6646 
log(U)^2 -0.0254 -0.0922 -0.0516 -0.0671 -0.0887 -0.0379 -0.1019 
IogPu 0.9500 
logNp 0.9784 
logAm 0.9423 
IogTh 0.8942 
logNi 0.9478 
R2  0.6281 0.9509 0.9460 0.9539 0.9606 0.9574 0.9584 
Output DTNs: SNO703PAEBSRTA.001, SNO703PAEBSRTA.002 

Also shown in Table 6.5-14 is the coefficient of variation (R 2) for each model. For the sorbed 
concentration responses, the coefficient of variation is close to unity in each case, indicating a 
good model fit. For pH, the R2  value is 0.63, which still indicates a decent predictive capability 
for the model, however, with some unexplained variance. This unexplained variance can be 
accounted by adding an error term to the regression model. The error term is computed by 
considering the plot of the residuals (Figure 6.5-13), which indicates that the residuals 
(unexplained variance) follow a normal distribution with mean of zero and standard deviation of 
0.32. As a result, the error term is defined by the same distribution but truncated at ± 2 standard 
deviations. 

Figure 6.5-13 shows the diagnostic plots for the regression model of pH. The plot in the upper 
left shows the observed versus predicted points in the data set. Although the general trend of the 
points follows the 1:1 line, there is some scatter, which is expected given the R 2  value of 0.63. 
This is contrasted with the logsU.CP diagnostics in Figure 6.5-14, where the observed versus 
predicted plot shows points more tightly clustered around the 1:1 line, with the higher R 2  value 
of 0.95. In Figure 6.5-13, the plot in the upper right shows fitted versus residuals. Most of the 
residuals are evenly distributed around zero over the data range, which indicates minimal bias in 
the model. Most of the residuals lie between -0.5 and 0.5 pH unit. Finally, the plot in the lower 
left shows the normal q-q diagnostic plot. The points fall on the line from approximately -2 to 2, 
indicating a close-to-normal distribution of residuals from -2 to +2 standard deviations. This 
normal distribution of residuals helps confirm the lack of bias in the model. 

Figures 6.5-14 through 6.5-19 show the diagnostic plots for the sorbed concentration regression 
models. These are mostly unremarkable; that is, the fitted versus response plots show tight 
clustering around the 1:1 line, and the residual versus fitted plots show most of the points 
clustered around the origin, with the occasional small group of outliers. There is some indication 
of non-normality for the quantiles <-1.0, for some of the models. 

ANL-WIS-PA-000001 REV 03 6-203 	 October 2007 



EBS Radionuclide Transport Abstraction 

6.5.2.4.6 Model Implementation 

Based on the results presented in Table 6.5-14, the sorbed mass on stationary corrosion products 
and iron oxyhydroxide colloids for a given element is computed in terms of sorbed moles per 
liter of water. This amount is then converted to an effective Kd value by dividing first by the 
mass concentration of stationary corrosion products (kg L-I ) and then dividing it by the dissolved 
concentration that is computed at the beginning of the time step. The effective Kd calculated for 
the stationary corrosion products is the same as that for the iron oxyhydroxide colloids. 
Although the model calculations are performed by varying the Pa),  over two orders of magnitude 
(ranging from 10 -2  to 10-4  bars) and by varying the stationary corrosion products concentrations 
over an order of magnitude (ranging from 1.0 to 50 kg L -I ), the regression results can be 
extrapolated with a reasonable degree of confidence over a broader range of Pa),  ranging from 
less than 10-4  bars to 2 x 10-2  bars. Extrapolating the regression equation over this range is 
reasonable as the extrapolated values would fall within the uncertainty band of the dataset 
reflected in the coefficient of variation of the regression model. Furthermore the in-drift Pc02  
values less than 10-4  bars and greater than 10-2  bars are expected to be possible only during the 
early phase of the thermal cooling down period and to last for only a short time period compared 
to the simulation time. 

The computed effective Kd value is directly applicable in the transport equation for U, Np, and 
Th that are modeled to undergo equilibrium sorption. The transport for these elements is 
described by Equation 6.5.1.2-47. For plutonium and americium, that undergo kinetic sorption-
desorption reactions, Equations 6.5.1.2-48 and 6.5.1.2-49 are applied. The forward reaction rate 
is calculated by Equations 6.5.1.2-14 and 6.5.1.2-20, while the reverse (desorption) rate is 
calculated from Equation 6.5.1.2-15. The forward rate constant is a sampled parameter that is an 
output from DTN: M00701PAIRONC0.000 [DIRS 180440]. It ranges from 0.002 to 
0.05 m3  m-2  yr-I  with a log-uniform distribution. The same forward rate constant value is applied 
to both Pu and Am. The reverse rate constant is computed by dividing the forward rate constant 
by the Kd value derived from surface complexation based modeling. A kinetic approach is taken 
for plutonium and Am as there is information that suggests the desorption from iron 
oxyhydroxide colloids is much slower than the sorption processes (Lu et al. 1998 
[DIRS 174714], Lu et al. 2000 [DIRS 166315]) and thus best modeled with a non-equilibrium 
(kinetic) based approach. 

Results from experiments performed to study sorption of plutonium and americium on colloidal 
hematite and montmorillonite (Lu et al. 2000 [DIRS 166315]) indicate that almost all of the 
plutonium and americium mass is strongly sorbed on the colloids and negligibly small fraction 
remains in dissolved state or desorbs over the observation timeframes. Thus, it can be 
considered that plutonium and americium are so strongly bound to colloids that they are 
considered practically irreversibly sorbed during the residence time of the colloids in the EBS. 
Observations in nature, such as the transport of plutonium from the Benham test site (Kersting 
et al. 1999 [DIRS 103282]) indicate that >99 percent of the total plutonium mass being 
transported is on the colloids. In an attempt to match the field and experimental observations, a 
target flux out ratio (Q) is set, which is described as the target ratio of radionuclide flux exiting 
the corrosion product domain that is transported by colloids (both reversibly and irreversibly 
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Figure 6.5-10. Scatter Plot Matrix of First 5 Predictors Versus the pH Response 

ANL-WIS-PA-000001 REV 03 
	

6-206 	 October 2007 



EBS Radionuclide Transport Abstraction 

41 41 1:1 4 4 41 • 4 • •Il 1 .041 • 

MU 1►1P 
ii1/41, 

■ '` LAiltigi "17  a.4. J MI 
Lifial A no" 

ta.-.2.1 
rig 

.44 
r A _ ri- a iF1-11  cffi *Aft v P13:11 

, 	r:,,ii km 
 .ii, 

vl_litr ,71 
rtf., 

1,,,, ILLIall errr,-ffwq 
lirg±i 	1 , - r :-44 at : h 

rill 
riLlim vi 

ho. Kr4L-71 viart: k 	'II 
F .1111P71 

E.: Al 
"51)73 

rig ilk, 

Printriml 

i9iri &taw 

E.;ilerst,LV211,.diki 

u,AddcliJi_ilki2b...ii,Lii.inilidilLi. 

F1771CN7.1 i,747! 
!Pm"! 

xrwil thikl 

... r - ii 
F.:__ -iz elet_r 

pc 17 
Ail 

747i 

'Fr i 
gAriii 

Kw" 
ti 

-11 CT 
fa 

Pr-1 pH  
_ _ _ _ _ 

•INI • 4 4 4 I 
	

4i .0 11 4 ■ 	 • 4 • 4 

S-PLUS plot of data in output DIN SNO703PAEBSRTA 002 
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Figure 6.5-12. Plot of R2  Versus the Number of Model Terms for the logsli.CP Model 
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Figure 6.5-13. Diagnostic Plots for Regression Model of Response Variable pH 
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Figure 6.5-14. Diagnostic Plots for Regression Model of Response Variable logsU.CP 
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Figure 6.5-16. Diagnostic Plots for Regression Model of Response Variable logsNp.CP 
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Figure 6.5-17. Diagnostic Plots for Regression Model of Response Variable logsAm.CP 
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Figure 6.5-18. Diagnostic Plots for Regression Model of Response Variable logsTh.CP 
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Figure 6.5-19. Diagnostic Plots for Regression Model of Response Variable logsNi.CP 

6.5.2.5 	Discretization and Development of Computational Model for the TSPA 

The continuum mass balance equations for EBS transport model are described and developed in 
Section 6.5.1.2. The one-dimensional mass balance equation describing transport of dissolved 
and reversibly sorbed radionuclide species 1 is provided by Equation 6.5.1.2-48. The 
one-dimensional mass balance equations for kinetically sorbed radionuclide species i on iron 
oxyhydroxide colloids and corrosion products are given by Equations 6.5.1.2-49 and 6.5.1.2-50, 
respectively_ The solution of these continuum-form mass balance equations is approximated for 
the purpose of numerical modeling by the solution of discrete forms of these equations using a 
finite-difference approach. This requires the discretization of the time derivative for mass 
accumulation term) and the advective and diffusive terms for both dissolved and colloidal 
transport. All other source terms and decay terms do not require discretization in either time 
or space. 

Numerical modeling of the EBS radionuclide transport is performed using the GoldSim software 
(GoldSim Technology Group 2007 [DIRS 181727]) cell pathway capability, available in the 
GoldSim Contaminant Transport Module. The cell pathway acts as a batch reactor, where 
radionuclide mass is assumed to be instantaneously and completely mixed and partitioned among 
all media (fluid or solid) within the cell. Both advective and diffusive transport mechanisms can 
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be explicitly represented using the cell pathways. When multiple cells are linked together via 
advective and diffusive mechanisms, the behavior of the cell network is mathematically 
described using a coupled system of differential equations, and is mathematically equivalent to a 
finite difference network. GoldSim numerically solves the coupled system of equations to 
compute the radionuclide mass present in each cell and the mass fluxes between cells as a 
function of time. Both initial and boundary conditions for a cell can be defined explicitly, and 
systems of varying geometry can be modeled. 

Within a computational cell network, each cell is allowed to communicate by advection and/or 
diffusion with any other cell. This concept is crucial in implementing the bifurcation of diffusive 
fluxes across an interface between a single continuum domain and a dual continuum domain, 
such as at the interface between the invert domain and the UZ. Each computational cell is 
provided with parameters describing water volumes, diffusive properties, and advective and 
diffusive flux links to other cells. Between any two cells, the diffusive flux can be bidirectional, 
depending on the concentration gradient, while the advective flux is unidirectional. The output 
of a cell is given in terms of the advective and diffusive mass fluxes for radionuclide species i 
and its concentration at the cell center. 

The number of cells in the finite-difference network and the discretization of the cells is chosen 
in such a way as to capture the unique physical and chemical properties of the EBS components 
with respect to radionuclide transport. The abstractions are in the form of logic statements and 
stochastic distributions that provide a method for linking various cells in the network. 
Implementation of the EBS flow and transport model for the TSPA uses the output of the drift 
seepage model (SNL 2007 [DIRS 181244]), the models for drip shield and waste package 
degradation (SNL 2007 [DIRS 178871]), the EBS physical and chemical environment model 
(SNL 2007 [DIRS 177412]), the thermal-hydrologic environment model (SNL 2007 
[DIRS 181383]), and the waste form degradation and mobilization model (BSC 2004 
[DIRS 172453]); Defense HLW Glass Degradation Model (BSC 2004 [DIRS 169988]); and 
CSNF Waste Form Degradation: Summary Abstraction (BSC 2004 [DIRS 169987]). The flow 
through various cells is based on the continuity equations and conservation of mass, as discussed 
in Section 6.3. An overview of the computational model for TSPA, as implemented using 
GoldSim, is provided below. 

Radionuclide transport through the waste package is modeled by spatially discretizing the waste 
package into two domains: an upstream waste form domain and a downstream corrosion 
products domain. This discretization although simplistic is reasonable and adequate for the 
spatial and temporal resolution at which the flow and transport processes are understood and 
modeled. When the degradation of the waste-form starts, the waste package internals (the basket 
material and the inner vessel), will also start to corrode due to the presence of water vapor and 
oxygen. The exact geometry and transport pathway inside the waste package cannot be 
predicted a priori, but it is reasonable and realistic to assume that some corrosion products will 
be present along the transport pathway since the radionuclide mass would have to eventually 
pass through the corroding inner vessel and some basket material in order to get out of the waste 
package. The transport domains are illustrated in Figure 6.5-20 by the EBS portion of the cell 
network — waste form cell, corrosion products cell, and invert cell. More specifically, 
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the waste form and corrosion products 
degradation of following components: 

computational domains contain mass from the 

Corrosion Products Domain 

CDSP Waste Package:  

HLWG Waste Form Subdomain 

DSNF Waste Form Subdomain 

Corrosion Products Domain 

Waste form (CSNF rods), basket tubes (Stainless 
Steel Type 316), absorber plates (Borated Stainless 
Steel Type 304B4) 
Transportation, aging and disposal (TAD) canister 
(Stainless Steel Type 316), guide assembly 
(Stainless Steel Type 316), inner vessel (Stainless 
Steel Type 316) 

— HLW glass, HLWG canisters (Stainless Steel Type 
316) 

- DSNF (SNF and Stainless Steel Type 304), DSNF 
canister (Carbon Steel Type A 516, Borated 
Stainless Steel Type 304, and Stainless Steel Type 
316) 
Divider plate (Carbon Steel Type A 516), inner 
brackets (Carbon Steel Type A 516), outer brackets 
(Carbon Steel Type A 516), support tube (Carbon 
Steel Type A 516), inner vessel (Stainless Steel 
Type 316) 

CSNF Waste Package:  

CSNF Waste Form Domain 

In order to model transport through each domain on a macro scale, consistent with the in-
package chemistry model and waste form and waste package degradation models, the transport 
pathways are predominantly based on geometry of the intact waste package. As such the waste 
form domains include some steel degradation products besides the waste form while corrosion 
products domain contain remaining steel degradation products that are not included in the waste 
form domain. The cylindrical geometry of the waste package is approximated using Cartesian 
grid geometry. The suitability of this representation for radial diffusive transport is discussed in 
Appendix L. 

The waste form cell receives mass from a specialized GoldSim "Source" cell, which models the 
waste package failure, degradation of the waste form, and release of the inventory for possible 
transport through the EBS. The "Source" cell provides the specified flux boundary condition for 
solving the mass transport equations. Both advective and diffusive transport can occur from the 
waste form cell to the corrosion products cell. Both equilibrium and kinetic sorption of 
radionuclides to the corrosion products along with colloid facilitated transport of radionuclides is 
modeled. Three types of colloids, namely, waste form colloids, iron oxyhydroxide colloids, and 
groundwater colloids, are considered that can facilitate the transport of radionuclides by 
reversible and/or kinetic sorption. The waste form colloids are generated in the waste form cell 
(from degradation of CSNF, HLW, and DSNF), the iron oxyhydroxide colloids are modeled in 
the corrosion products cell (even though they could also be potentially generated in the waste 
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form cell), and groundwater colloids are modeled in both waste form cell and the corrosion 
products cell. All three types of colloids can be transported to the downstream cells by diffusion 
and advection. 

The discretization of the invert domain, using GoldSim, consists of one cell. Both advective and 
diffusive flux communication exist between the corrosion product and invert cells. Advective 
flux due to imbibition from the host rock to the invert may enter the invert cell. 

Below the invert, part of the near-field UZ is modeled by an array of cells. The inclusion of the 
UZ portion in the model serves to establish a far field zero-concentration boundary and an 
accurate representation of the radionuclide flux at the invert-to-UZ interface. The EBS-UZ 
interface model is described in more detail in Section 6.5.2.6. The dual continuum approach for 
modeling the UZ is achieved by creating UZ matrix and fracture cells. The invert cell 
communicates with the UZ matrix and fracture cells directly below it in the UZ cell array (see 
Section 6.5.2.6). 

The following description focuses on discretization of the mass balance equation for the 
dissolved and reversibly sorbed mass (Equation 6.5.1.2-48). Similar treatments apply to the 
mass balance transport equations for the irreversibly sorbed radionuclide species. In order to 
describe the time discretization, let the superscript n represent a solution at the n th  time. The nth  
time step assumes the radionuclide concentrations are known at time step n, and the solution 
provides the concentrations at time step n+1. Over this time step, the accumulation term uses a 
first order backward-in-time discretization: 

r 	0 Ir(C7+' -C1 ) 
—10 R 	fi 	 

at w fi 	 At 

where the adsorption retardation factor, 

pb d   R =1+ 	K 
 's +K 

dic  w 

(Eq. 6.5.2.5-1) 

(Eq. 6.5.2.5-2) 

and the cell water content are evaluated at the beginning of the time step, and At is the time step 
size from the n th  to the (n + l)`h  time. kthe  = cicbc  is the dimensionless distribution coefficient 
for equilibrium sorption onto colloids, with C,c  the concentration of species i in the colloidal 
state (kg i m-3) and KdiC  the distribution coefficient for equilibrium sorption onto 
colloids (m3  kg-I ). 

The advective transport is discretized with a first order backward (with respect to the flow 
direction) difference approximation. If the mass balance is applied to cell B, and the advective 
flux is from cell A to cell B with magnitude q,, (m3  water m-2  yr-I ), then 
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r 
z  

+ K d 	[Qn, (1+ Kd 	" )C1';.r,' 	 1 
A 
 - [Q: 	Kdtc )n n  + 1  

aZ 	 "z 	(Eq. 6.5.2.5-3) 

where Q.  (m3  water 111-3  cell B yr-I ) is the advective water volumetric flow rate per unit bulk 
volume. The advective volumetric flow rate and colloid concentrations are evaluated at the 
beginning of the time step. The concentration of radionuclide species i is evaluated at the end of 
time step. The first term in the difference approximation is the advective mass flow rate entering 
cell B from cell A. The second term is the advective mass flow rate exiting cell B. 

Consider the accumulation of solute mass in cell B due to diffusion. Suppose there are diffusive 
flux links from cell A to cell B and from cell B to cell C. The dissolved mass diffusive flux 
accumulation in cell B is approximated by: 

V re D. aci). FAIB FBIC  

ax 	ax ) 	VB  
(Eq. 6.5.2.5-4) 

where FAIR  is the diffusion rate (mass/time) across the cell A and B interface. Similarly, FB/c  is 
the diffusion rate (mass/time) across the cell B and C interface. 

Consider the discretization of the diffusive flux at the A/B interface. A similar representation 
occurs at the B/C interface. Apply Fick's First Law and continuity of flux at the interface. Then 
the flux entering the A/B interface from cell A must equal the flux exiting the A/B interface to 
cell B. This interface flux continuity condition is expressed as: 

FAIR = 	 (kr'  L —ki n1A,B) L A  
(0,01),A)  aCr1 L IB  —[C,n +1 ]B ), 

L B  

(Eq. 6.5.2.5-5) 

where [CHA,B  is the concentration at time step n+1 at the interface, as indicated by the subscript 
A/B, and D,, A , and L are the cell effective diffusion coefficient, diffusive area, and diffusive 
length, respectively. If the A/B interface diffusion rate is expressed as an interface diffusive 
conductance times the concentration difference between cells A and B: 

FAIBDicAlB(CiA — C;B) ,  (Eq. 6.5.2.5-6) 

then the flux continuity condition provided by Equation 6.5.2.5-5 gives the interface diffusive 
conductance as: 

1 
Dic_AIB = / L  

 

(Eq. 6.5.2.5-7) 

   

D A 1 	A 
,D, A )B  
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(Eq. 6.5.2.5-8) 
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The diffusive conductance is the harmonic average of 61D'A 
 between the two cells. At the B/C 

2L 
interface a similar expression gives: 

The discretization of the accumulation of solute mass in cell B due to diffusive transport is: 

ac j D 	(F 
n+1 —LC  n+1  L)_D,c 

ax 	
1c _BIC 

ax) 	 — Al B([Cin+1  L-[c7+114) 	(Eq. 6.5.2.5-9) VB  

The mass balance equations are discretized with the dependent concentration variable for the 
spatially dependent terms evaluated at the end of time step, C,n +1 . This is stated explicitly in the 
discretization of the advective/diffusive terms. For other source terms, such as radionuclide 
decay, kinetic sorption reaction onto iron oxyhydroxide material and so forth, the concentration 
is also evaluated at the end of the time step. In this sense, the mass balance equations are fully 
implicit and the discretization provides numerical stability. However, coefficient terms such as 
the moisture content are evaluated at the beginning of the time step. This formulation results in a 
linear system of equations that is solved for concentrations. If the coefficients depending on 
concentration were evaluated at the end of time step, then the resulting discretized algebraic 
equations would be nonlinear. The nonlinear system would require much more computational 
effort. Furthermore, the computational modeling tool (GoldSim) only solves linear systems. For 
this reason, all concentration-dependent coefficient terms are evaluated explicitly at time step n. 

Within the waste form domain, some part of the dissolved mass of plutonium and americium 
made available from the degradation of HLW glass and CSNF is converted to "embedded" mass 
on the waste form colloids. This conversion is required to satisfy the condition that some mass 
of plutonium and americium is "embedded" as an intrinsic part of the colloid and is not in 
equilibrium with the aqueous system, when generated from the degradation of HLW glass and 
CSNF. This mass is thus transported separately as a distinct species [Waste Form and In-Drift 
Colloids-Associated Radionuclide Concentrations: Abstraction and Summary (BSC 2005 
[DIRS 177423], Sections 6.3.1 & 6.3.3.3)]. The mass rate of conversion per unit volume of 
water is modeled as a first order reaction given by Aembed , where /17theci  is the linear rate 
constant, and concentration C, is the dissolved concentration of plutonium and americium 
species in the waste form domain. The conversion rate 2e, mbed  is calculated at each time step in 
the waste form domain. Its calculation is discussed below. 

The concentration of the embedded radionuclide mass with respect to the water volume in the 
waste form domain, Ciembed  , and the concentration of waste form colloids, C cwF  , are determined 
at each time step based on the logic given in the Waste Form and In-Drift Colloids-Associated 
Radionuclide Concentrations: Abstraction and Summary (BSC 2005 [DIRS 177423], 
Section 6.5.1.1). Taking the ratio of embedded radionuclide concentration to the waste form 
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C embed 

colloid concentration,  ' 	, gives the embedded radionuclide mass per unit mass of the waste 
C c WF 

form colloid. 

Suppose that the solution for embedded radionuclide concentration (Cem bed  )n  and colloid 

concentration (CovF  )" has been determined at time step n and the solution at current time step 
n+1 is required. Furthermore, suppose that the total mass flux (combined advective and diffusive 
mass flux) of waste form colloids per unit bulk volume, (Qfivci diff )n is available from the solution 
at time step n from the waste form colloid mass balance equation (Eq. 6.5.1.2-38). Then the 

C 
 embed )n 

quantity, g,"(1,,c ,
th 	

' 	, represents the mass flux at time level n of embedded radionuclide 
ff  Cc WF 

species i from the waste form subdomain containing the HLW or CSNF glass logs to the 
downstream domain. A continuum mass balance for embedded radionuclide mass within the 
waste form domain is: 

a(o,4,mbed) 	
embed 

= 	
`-' 	± Aembed 0  c  

at 	
adv I Off  r,  

c WF 

Discretization of this equation gives: 

(Eq. 6.5.2.5-10) 

(0 C
i
mbed )n+ 1  — (0 wqmbed 	 f 	qmbed \n 

+ 
/rimbed 

 (9 i)" .(Eq. 6.5.2.5-11) 	 = 	Q;:ch,ido- 

This equation is solved for the conversion rate: 

t 11+ 1  — tn 	 C cwF  

(c  !embed \"+I 
) is calculated from the logic provided in the Waste Form and In-Drift 

Colloids-Associated Radionuclide Concentrations: Abstraction and Summary (BSC 2005 
[DIRS 177423], Section 6.5.1.1). The concentration (C 

 embed )n+ I  in the waste form domain is a 
function of the ionic strength and pH. This waste form domain conversion rate is applied to the 
i species mass balance equation for the solution mass, Eq. 6.5.1.2-39, and for the embedded 
mass, Eq. 6.5.1.2-38. 

The above diffusive flux discussion considers the diffusive flux communication from cells within 
a single continuum. For transport from the invert domain (single continuum) to the UZ (dual 
continuum), the flux continuity condition at the interface provides the diffusive flux bifurcation 
between the single continuum and the dual continuum. 
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(Eq. 6.5.2.5-13) 

(Eq. 6.5.2.5-14) 

(Eq. 6.5.2.5-15) 

effective diffusion coefficient within the invert cell (m 2  s-1 ), 

effective diffusion coefficient within the UZ fracture cell (m 2  s-1 ), 

effective diffusion coefficient within the UZ matrix cell (m 2  s-1 ), 

and the Di  = O ,D A 
 are respective diffusive conductances (m 3  s-1 ) of radionuclide species i. 

L 

EBS Radionuclide Transport Abstraction 

The diffusive fluxes of radionuclide species i within the invert cell, the UZ fracture cell, and the 
UZ matrix cell are, respectively, 

where 

= 
Dif = 

Alluz = 

= 
Lf = 
L„, = 

C,, = 
Cif  = 

Cil/UZ 

diffusive area between the invert and UZ cells (m 2), 
diffusive length within the invert cell (m), 

diffusive length within the UZ fracture cell (m), 

diffusive length within the UZ matrix cell (m) =Lf  , 

concentration of radionuclide species i in the invert cell (kg i m-3), 

concentration of radionuclide species i in the UZ fracture cell (kg i m3), 

concentration of radionuclide species i in the UZ matrix cell (kg i m-3), 

concentration of radionuclide species i at the interface between the invert 
and UZ cells (kg i m-3), 

The flux continuity at the interface requires: 

=Fff. +Fini• 
	 (Eq. 6.5.2.5-16) 
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From the flux continuity, the interface concentration of radionuclide species i is determined as a 
function of the diffusive parameters and the cell concentrations as: 

b„ci, + Af c,  +,6 i,n c„„  
c,, / ,z - 	

+ 
(Eq. 6.5.2.5-17) 

This provides the diffusive fluxes of radionuclide species i in UZ fracture and matrix cells, 
respectively, as: 

D 1 D. 
F — 	,1  (C. 

— nil +b„+15„,' 
)+ 	f„ 'm 	(cj„, — 

Dif D 
) 	(Eq. 6.5.2.5-18) 

D.D. 
Fun= 	

n  D im 	Cm, )+ 	 1 . (Eq. 6.5.2.5-19) 
Du  +Du  +Dim 	 Du  + Du. + Dim  

The expression for the diffusive flux of radionuclide species i from the invert cell to the UZ 
fracture cell can be expressed as a diffusive conductance multiplied by a concentration difference 
of radionuclide species i between the invert cell and the UZ fracture cell plus a corrective flux 
between the UZ fracture and matrix cells. Similarly, the expression for the diffusive flux from 
the invert to the UZ matrix cell is expressed as a diffusive flux between the invert and the UZ 
matrix cell minus the same corrective flux between the UZ cells. The corrective flux term 
accounts for coupling among the invert cell, UZ fracture and matrix cells, as the following 
explains. The flux to both UZ cells should depend on the diffusive properties in the invert cell 
and the two UZ cells, together with the concentrations in these three cells. Therefore, the flux to 
the UZ fracture cell cannot be expressed only in terms of the concentration drawdown between 
the invert cell and the UZ fracture cell. The corrective term includes the dependence of the UZ 
fracture flux on the concentration of radionuclide species i in the UZ matrix cell due to the 
requirement that the sum of the two UZ continua receive exactly the flux leaving the invert. The 
corrective flux term is not a true flux expression between the two UZ cells, since the diffusive 
conductance coefficient is dependent on the diffusive area between the invert and the UZ, and 
the diffusive lengths are the lengths with respect to flow from the invert cell to the UZ cells. The 
model also explicitly includes diffusion between the UZ fracture and matrix continua, as shown 
in Figure 6.5-20. 

The UZ fluxes result in defining three diffusive conductances from the flux expressions: 

15  b 131,„(c, 	„), 	d 	(Cd  — C, ), (Eq. 6.5.2.5-20) 

	(c,,-c,n,), 
Du  +Du  +Dim  

(Eq. 6.5.2.5-21) 
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(cm, - nun  A, 
_ 	 — 

Da  +Dv  + Dim  
(Eq. 6.5.2.5-22) 

where 

Alm 

nit! 

effective diffusive conductance between invert cell and UZ fracture cell 
(m3  s-I ); 

effective diffusive conductance between invert cell and UZ matrix cell 
(m3 S- 1 ); 

effective diffusive conductance between UZ fracture and matrix cells 
(m3  s-I ). 

In order to accommodate the GoldSim representation of diffusive conductance as a two-term 
expression, the diffusive conductances of radionuclide species i are written as: 

= 
1 

 

(Eq. 6.5.2.5-23) 
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Although the above approach is rigorous, it is complex and difficult to implement in the TSPA 
Model. A second approach that is easier to understand and simpler to implement, while 
providing the same results as the above approach, is presented here and is implemented in TSPA. 
This approach requires introduction of an interface cell, located between the invert cell and the 
UZ cells. This interface cell provides an approximate interface concentration and the resulting 
flux split at the invert-to-UZ cell interface. The interface cell is conceptualized as a very thin 
slice of the invert cell. This implies the interface cell takes on the invert diffusive properties, 
with the exception of diffusive length. Let the diffusive length within the interface cell be some 
small fraction (a scale factor) of the invert diffusive length, say, Interface_Scale_Factor = 10-6 : 
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= r6  1 	 L, . (Eq. 6.5.2.5-26) 

As in Equation 6.5.2.5-7, the diffusive conductance between the invert cell and the invert 
interface cell is calculated as the harmonic average: 

n il I I-int = 	
1 	 (Eq. 6.5.2.5-27) 

LI 	 LI-int  \ 	 + i  
(0„,D, A), W,,DI A),,, 

For diffusion between the interface cell and the UZ fracture and matrix cells, the diffusive 
conductances of radionuclide species i are, respectively, 

nil-int I f = 	
1 	 (Eq. 6.5.2.5-28) 

LI-int 	LUZ  
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.r 

n il-int I m 
	 1 	

Luz 
	 (Eq. 6.5.2.5-29) 

„,D; 	(19„,D. 

The interface cell concentration of radionuclide species i is computed as part of the cell network 
solution. Because the transport mass balance equations conserve mass, the mass flux leaving the 
interface cell must equal the sum of the mass fluxes entering the two UZ cells. The solution 
provides the flux continuity across the interface between the invert interface cell and UZ cells. 
This formulation expects the flux exiting the invert cell (or entering the interface cell) is 
approximately equal to the flux exiting the interface cell. This approximation is dependent on 
the diffusive length within the interface cell. The error in this approximate solution approaches 
zero as the diffusive length of the interface cell approaches zero. 

6.5.2.6 	EBS-UZ Boundary Condition Implementation in the TSPA 

For TSPA, a semi-infinite zero-concentration boundary condition is used for the EBS-UZ 
interface. This is approximated by applying an effective zero-concentration boundary at 
approximately three drift diameters below the invert-UZ boundary into the UZ. In an alternative 
approach, a zero-concentration boundary condition can be used at the interface between the 
invert and the UZ, which will result in an unrealistically high diffusive gradient through the 
invert. By moving the zero-concentration boundary some distance below the invert, a more 
realistic diffusive gradient through the invert is achieved. 

In the EBS-UZ interface model, the near-field UZ is modeled as a dual continuum of overlapping 
UZ-matrix and UZ-fracture media. This approach is consistent with the dual-permeability 
modeling approach used by the UZ transport model, as described in Particle Tracking Model and 
Abstraction of Transport Processes (SNL 2007 [DIRS 181006]). The matrix and fracture 
continua are represented in the RTA by a two-dimensional vertical array of cells oriented parallel 
to a cross section of a drift and located immediately beneath a drift (Figure 6.5-20). This array 
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consists of three columns or vertical zones, with each zone containing both a fracture cell and a 
matrix cell. The invert is in direct communication with the second or center zone of UZ 
matrix/fracture cells. Each zone is four layers deep in the vertical direction. Thus, the array 
consists of twelve pairs of matrix and fracture cells within the UZ. Laterally, each zone is one 
drift diameter wide (5.5 m; SNL 2007 [DIRS 179354, Table 4-1), with the middle zone centered 
beneath the drift, so that each layer of the array extends one drift diameter on either side of the 
drift. In the longitudinal direction of a drift, the length of the array is equal to the length of the 
waste package being modeled. 

The thickness of the first (top) layer of cells is 10 percent greater than the average invert 
thickness (0.934 m; see Equation 6.5.2.3-5), or 1.0274 m. The thickness of the second layer is 
double that of the first layer, or 2.0548 m. The third and fourth layers are given an arbitrary 
thickness of 5 m and 10 m, respectively. A "collector cell" is placed beneath the fourth layer and 
is given a very large, numerically infinite, water volume (10 10  m3) to simulate an effective 
zero-concentration boundary. This collector cell acts as a sink for all the mass flow from the 
invert and UZ cells. 

As depicted in Figure 6.5-20, each fracture cell interacts, via diffusive connection only, with the 
matrix cell of the same zone. The fracture cell also interacts via diffusive connection vertically 
with the fracture cell of underlying and overlying layers of the same zone. The matrix cell of 
each zone interacts via diffusive connection laterally with the matrix cells of adjacent zones and 
vertically with the matrix cell of underlying and overlying layers of the same zone. 
Radionuclides diffuse based on the concentration gradient between cells. Advection occurs 
downward only, from the fracture cell of one layer to the fracture cell of the underlying layer in 
the same zone, and from the matrix cell of one layer to the matrix cell of the underlying layer in 
the same zone; advection does not occur across zones. Each zone is spatially distinct. Each is 
one drift diameter in width. The only connection possible between left and right adjacent zones 
is by diffusion through the middle zone. 
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Figure 6.5-20. Computational Grid in the EBS-UZ Interface Model 
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The mass flux from the invert flows into the top layer of the middle zone in the UZ. The portion 
of the advective flux from the invert that is attributable to the total dripping flux (F 1 ) flows into 
the UZ fractures. The imbibition flux into the invert (F7) flows out of the invert into the UZ 
matrix. The diffusive flux from the invert can go into both UZ continua based on the 
concentration gradient and effective diffusion coefficient. The advective flux flowing through 
the UZ fracture cells in the middle zone is given by the greater of the advective flux out of the 
invert (F 1 ) and the steady state UZ fracture flux. The advective flux in the two outer zones is 
given by the steady state UZ flow in each continuum at the repository horizon; the drift shadow 
effects are ignored in the transport calculation. 

For the advective mass transport calculation shown in Equation 6.5.2.5-3, volumetric discharges 
for the fracture and matrix continua are needed. Since fracture and matrix percolation fluxes are 
given as specific discharge, the volumetric flux is calculated by multiplying the percolation flux 
for each continuum by the projected bulk area normal to the flux, where the projected area Auz  
is calculated as: 

AUZ = dDLWP , 
	 (Eq. 6.5.2.6-1) 

where dc, is the drift diameter (m) and L, is the length of a waste package (m). This area is 
used for the diffusive and advective flux calculations between UZ cells. For the calculation 
between the invert and UZ, the area Anuz  given by Equation 6.5.2.3-4 (Anuz  = wi Lwp ) is used. 

The void volume for each continuum is computed by multiplying the bulk volume for each 
discretized zone in each layer (based on the geometry) by either the fracture porosity or matrix 
porosity. The average fraction of the UZ that is occupied by fractures (also referred to as 
fracture porosity) is given for TSw35 as a beta distribution in DTN: LA0701PANSO2BR.003 
[DIRS 180497]. Similarly, the water volume is calculated by multiplying the void volume of 
each continuum by its respective saturation. 

For diffusive mass transport, in the calculation shown in Equation 6.5.2.5-5, the effective 
diffusion coefficient for the matrix continuum is calculated using a method developed in 
Radionuclide Transport Models under Ambient Conditions (SNL 2007 [DIRS 177396]), wherein 
the tortuosity of the rock type is determined based on experimental work (Reimus et al. 2007 
[DIRS 179246], Equation 2) while the free water diffusion coefficient is species dependent. 
Multiplying the tortuosity with the free water diffusion coefficient gives the effective diffusion 
coefficient. 

The effects of climate variations on the matrix diffusion coefficient in the UZ were considered in 
Particle Tracking Model and Abstraction of Transport Processes (SNL 2007 [DIRS 181006]). 
Because of the lower sensitivity to climate, the effects of climate variations on matrix diffusion 
were combined so that the diffusion coefficient was a function only of the rock type. 
Tortuosities were first computed for individual rock units in the UZ model and then the rock 
units are combined into three rock groups based on similar characteristics for tortuosity. Almost 
all of the rock units that comprise the repository host rock belong to Rock Group 3. The mean 
tortuosity for the Rock Group 3 is computed on a volume-weighted basis (from each unit) to be 
about 1.45 x 10-2  represented by a normal distribution (DTN: LB0702PAUZMTDF.001 
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[DIRS 180776]). The value obtained for the effective UZ matrix diffusion coefficient is applied 
to the fracture diffusion coefficient as well for lack of other information. 

The diffusive area between the fracture and matrix continua is computed by multiplying the bulk 
volume by the fracture interface area, which provides the connection area per unit bulk volume. 
This diffusive area is further reduced by the fracture-matrix interface reduction factor, given as 
Solf+r , where S. is the effective fracture saturation, and y is the active fracture parameter (SNL 

2007 [DIRS 175177]). The effective fracture saturation (Sef  ) is computed as: 

S — S 
S =  1v-f 	w-fr ef 
	1- swir  (Eq. 6.5.2.6-2) 

where S„,/  is the fracture water saturation, and S„, is the fracture residual saturation. 

The mass flux of radionuclides from the invert domain to the dual continuum UZ, computed at 
the boundary of the EBS-UZ interface (between the invert cell and the adjacent UZ matrix and 
fracture cells), is passed to the UZ transport model for TSPA calculations as described in 
Particle Tracking Model and Abstraction of Transport Processes (SNL 2007 [DIRS 181006]). 
In addition to the total mass flux, the relative fraction of the mass going into each of the fracture 
and the matrix cells at the EBS-UZ boundary is required by the UZ transport model. This 
fracture-matrix partitioning of mass is calculated on the basis of the mass fraction going into the 
fracture continuum (compared to the matrix continuum) from the invert domain in the EBS-UZ 
interface model. This partitioning is time dependent and captures the temporal processes active 
in the EBS, such as varying radionuclide concentrations in the waste form, corrosion products, 
and invert domains, and the changing water flux through various subcomponents of the EBS. 
Furthermore, this partitioning is computed by solving the mass transport equations for the EBS 
and part of the UZ as a coupled system with appropriate boundary conditions and adopting a 
modeling approach using the dual continuum invert model saturation results presented in 
Multiscale Thermohydrologic Model (SNL 2007 [DIRS 181006]), and the dual continuum 
transport model for the UZ (SNL 2007 [DIRS 181006]). 

Sorption of radionuclides to the UZ matrix continuum is modeled by applying the devitrified tuff 
Kd values from the UZ submodel. For sorption calculations, the mass of UZ matrix continuum is 
calculated as: Vbpb (1— Of ), where Vb  is the bulk volume of the matrix cell considered (m 3), 01  
is the fracture porosity, and pb  is the dry bulk density of TSw35 matrix (kg m-3). 

All three types of colloids are transported from the invert to the UZ cells. Groundwater colloids 
are present in all four layers. The iron oxyhydroxide and waste form colloids with reversibly 
sorbed radionuclides are modeled to be present in only the first two layers of the middle column, 
making the groundwater colloid the only type of colloid available for far-field transport, 
consistent with colloid-facilitated transport modeled in the UZ as described in Particle Tracking 
Model and Abstraction of Transport Processes (SNL 2007 [DIRS 181006]). 

Most of the input hydrologic parameters used for the EBS-UZ boundary condition 
implementation are taken from Particle Tracking Model and Abstraction of Transport Processes 
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(SNL 2007 [DIRS 181006]), in which specification of the ranges and distributions for the 
parameters is discussed. The fracture and matrix saturation and water fluxes are developed from 
the UZ flow model output at 560 repository cells for eight climate cases: glacial-transition 10th 
percentile, glacial-transition 30th percentile, glacial-transition 50th percentile, glacial-transition 
90th percentile, post-10k 10th percentile, post-10k 30th percentile, post-10k 50th percentile, and 
post-10k 90th percentile. For each case, updated fracture and matrix saturation, water content, 
and percolation flux values at 560 repository cells have been extracted from the UZ flow model 
output. The 560 repository cells are grouped into five percolation subregions (bins) for TSPA 
use. The saturation and flux for the repository cells within a given percolation subregion is 
averaged for each of the eight climate cases. Standard sorting and table-joining functions in 
statistical and data analysis software JMP V. 5.1 were used to extract and sort data from UZ flow 
field calculations for use in the EBS-UZ interface model. The extracted data are presented in 
output DTN: SNO703PAEBSRTA.001, in eight bin splits Excel files, and described in file 
Repository Values for Saturation and Flux.doc. 

Fracture frequency, fracture aperture, and fracture porosity corresponding to Rock Group 8, as 
described in Particle Tracking Model and Abstraction of Transport Processes (SNL 2007 
[DIRS 181006]) and given in DTN: LA0701PANSO2BR.003 [DIRS 180497], is used in the 
EBS-UZ boundary condition implementation as Rock Group 8 comprise most of the repository 
host rock and rock type below the repository. Fracture aperture is calculated by taking the ratio 
of fracture frequency to fracture porosity, both of which are treated as epistemically uncertain 
parameters. The fracture residual saturation is fixed at 0.01 (DTN: LB0207REVUZPRP.001 
[D1RS 159526], file faultprops_2002.xls, worksheet "summary," Model Layer tswf). The matrix 
porosity is fixed at 0.149. The currently accepted value for TSw35 matrix porosity is 0.131 
(DTN: LB0207REVUZPRP.002 [DIRS 159672], file hydropropsfin.xls, worksheet 
"Summary," Column J). The value used (0.149) is nonetheless considered representative and 
suitable for use in the EBS-UZ interface model for the following reasons. First, the currently 
accepted value of 0.131 is uncertain, with a standard deviation of 0.031 (DTN: 
LB0207REVUZPRP.002 [DIRS 159672], file hydropropsjin.xls, worksheet "Summary," 
Column K). The fixed value used is within one standard deviation of the current value and can 
therefore be considered to agree with the current value within its range of uncertainty. Second, 
the matrix porosity used is within the range of matrix porosities of the geological units in which 
the repository will reside: for TSw33, TSw34, TSw35, and TSw36 (BSC 2007 [DIRS 180938], 
Table 1), the matrix porosity reported in DTN: LB0207REVUZPRP.002 [DIRS 159672], file 
hydropropsJIn.xls, worksheet "Summary," Column J, ranges from 0.103 (TSw36) to 0.155 
(TSw33), further justifying the use of 0.149 for the UZ matrix porosity.. The active fracture 
parameter y is sampled uniformly between 0.2 and 0.6 as given in DTN: 
LA0701PANSO2BR.003 [DIRS 180497] for all climate states consistent with the 
implementation in the Particle Tracking Model and Abstraction of Transport Processes (SNL 
2007 [DIRS 181006]). 
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6.5.2.7 	Stoichiometry for Conversion of Radionuclide Mass to Kinetically Sorbed Mass 
onto Iron Oxyhydroxide Colloids, Stationary Corrosion Products, and Waste 
Form Colloids 

6.5.2.7.1 Conceptual Model 

The EBS Transport Submodel is implemented using the cell pathway capability of GoldSim 
(GoldSim Technology Group 2007 [DIRS 181727]). The cell pathways act as a batch reactor, 
where radionuclide mass is modeled as instantaneously and completely mixed, and partitioned 
among all media, fluid or solid, within the cell. The following five reactions for converting 
radionuclide mass to other species mass are considered at each time step: 

• Simple radioactive decay reaction of a parent species to a daughter species for the entire 
mass in the cell pathway in all domains 

• Reaction of dissolved mass to form radionuclide species embedded in waste form 
colloids within the waste form domain 

• Reaction of dissolved mass to form kinetic sorption species to the iron oxyhydroxide 
colloids within the corrosion products domain 

• Reaction of dissolved mass to form kinetic sorption species to the iron oxyhydroxide 
corrosion products within the corrosion products domain 

• Reverse kinetic reaction of sorption species from the iron oxyhydroxide corrosion 
products to dissolved mass within the corrosion products domain. 

Within GoldSim, the total of all appropriate reactions is modeled by combining the individual 
reaction rate constants into a single effective reaction rate constant. After the reaction is 
completed, the relative masses formed from each reaction are determined by applying 
appropriate stoichiometry to the effective daughter products. Because all reaction rate constants 
are of first order, they can be summed together into an effective reaction rate constant. The mass 
of a given species in the cell pathway is thus converted into the different daughter species and 
tracked separately in GoldSim. The radionuclides that are specifically modeled for kinetic 
sorption are the plutonium and americium isotopes that are mobilized inside the waste package 
after the waste form has degraded. Americium and plutonium species that undergo these 
reactions will form embedded mass on the waste form colloids and kinetically sorbed mass on 
the iron oxyhydroxide colloids and corrosion products in addition to true radioactive decay and 
equilibrium sorption to waste form and groundwater colloids. Further, a reverse kinetic sorption 
reaction accounts for a slow desorption from the corrosion products sorbed mass to solution 
mass. For other radionuclide species with only true radioactive decay, stoichiometry for the 
daughter species is set to unity. Radiolysis is not considered here. Instead the impacts of 
radiolysis on in-package chemistry and transport are shown to be limited in FEP 
Number 2.1.13.01A (DTN: M00706SPAFEPLA.001 [DIRS 181613]). 

6.5.2.7.2 Stoichiometry Calculations 

The discussion regarding the stoichiometry associated with all reactions is presented with respect 
to 243Am, though similar treatment holds for other americium and plutonium species. The 243Am 
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species will experience radioactive decay to 239Pu for both dissolved mass and the mass in 
equilibrium sorption with the waste form and groundwater colloids. The 243Am species will 
require conversion to embedded mass on the waste form colloids within the waste form domain, 
and will require conversion to kinetically sorbed mass on the iron oxyhydroxide colloids and 
corrosion products within the corrosion products domain. 	In order to account for these four 
conversion processes, 243Am is assigned four daughters: 

• 239Pu 	: 	radioactive daughter of 243Am 
k 243 A  rn  • 243Am species embedded on waste form colloids 
I  24 A. • 3 	ln 	243Am species kinetically sorbed to iron oxyhydroxide colloids 

• Ifcp 243 Am : 	243Am species kinetically sorbed to iron oxyhydroxide corrosion products. 

Also, a reverse (desorption) kinetic reaction converts Ifcp 243 Am mass to solution mass, 243Am, 
and to Ifcp 243 Am radioactive daughter Ifcp 239  Pu (239Pu kinetically sorbed to corrosion 
products). In the subsequent discussion, the above reactions as applied to 243Am within the 
corrosion product domain are considered first, followed by the application of the above reactions 
to 243Am species within the waste form cell. Finally, the stoichiometry for the kinetically sorbed 
species Ifcp 243 Am is considered within the corrosion product cell. 

The 243AM conversion rates (yr-I ) for each of the above four reaction processes are denoted 
respectively: 

• 2"3  Am 

• embed 
1°3  Am 

• 
fc 

• fcp • 

However, within the waste form domain the conversion rates for kinetic sorption to corrosion 
materials, Rfc  and Rfc,„ will be zero as there are no corrosion products. Similarly, within the 

corrosion products domain, the conversion rate to embedded waste form colloids, m5  bAa 5 is zero 
as the waste form is not present. With this understanding of the domain dependence of the 
reactions, the general form for the total or effective 243Am conversion rate is written as: 

P243 Am 2243 Am  + 22m43b Ae 	R 	R 	 (Eq. 6.5.2.7.2-1) 
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The following stoichiometric coefficients for species i, v, , illustrate how a unit mole of 243Am is 
partitioned among the four daughters: 

	

1 mol 	A
P1.

.„
111 

_, 

	

l/1 	 V 239 	43 

	

+ V 2 	+ V 243 + V 243 • Pu 	Am 	If Am 	114 Am 
(Eq. 6.5.2.7.2-2) 

This states that one mole of 243Am converts to v 239pu  (mol) of 239Pu, v1c243Am  (mol) of k 243 ilm , 

V „ tf .4. Am  (mol) of If  243 Am , and v 	(mol) of Ifcp 243 Am . Specification of the total effective „4243 Am   
conversion rate (Equation 6.5.2.7.2-1), the daughter species formed from the reaction, and the 
stoichiometric coefficients of each daughter species (Equation 6.5.2.7.2-2) completely describes 
all reactions. 

The effective conversion rate within the corrosion products domain will include a total of three 
reactions, the two kinetic reactions of the 243Am onto iron oxyhydroxide colloids and corrosion 
products, respectively, and the radioactive decay of 243Am. There is no conversion to embedded 
waste form colloids in the corrosion product domain. The total effective conversion rate (based 
on the formulation of Equation 6.5.1.2-39) which accounts for both the dissolved mass and the 
equilibrium sorbed mass can be written as: 

or 

A 243  Am  = Rfc  + RfcP  + 2243  Am(1+ dcWF KdcGW) 9 (Eq. 6.5.2.7.2-3) 

A 243  = R ft  + R ,cp 2243 Am  (1+EK), 	 (Eq. 6.5.2.7.2-4) 

where the equilibrium sorbed mass to the waste form and ground water colloids are included. 

The stoichiometric coefficient for the radioactive decay to species 239PU is the ratio of the 
radioactive conversion rate of 243AM to the total effective conversion rate. This is given by: 

Similarly, the stoichiometric coefficient for the conversion of 243Am to daughter if  243 Am is:  

fc 
V /243 AM = R fc Rfcp 2243 Am (1  + 

(Eq. 6.5.2.7.2-6) 
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and the stoichiometric coefficient for the conversion of 243Am to daughter Ifcp243  Am is: 

As noted above, within the corrosion products domain, the stoichiometric coefficient for the 
embedded waste form colloids is zero: 

V 243  = 0 
k-  - Am (Eq. 6.5.2.7.2-8) 

In order to implement the above stoichiometric coefficients in GoldSim, a modification is needed 
because Equation 6.5.2.7-1 is formulated with respect to dissolved concentrations while the 
material balance equations in GoldSim are formulated with respect to the total mass in the cell 
pathway (dissolved mass plus equilibrium sorbed mass). As a result, the radioactive decay rate 
constant that is applied in GoldSim is just 2, (or 2„ 3Am  in this example) without the term 

+ kd  ). In other words, the conversion of (1 + Ikd  ) is not needed in GoldSim because the 
radioactive decay is applied to the entire mass in the cell pathway and not just to the dissolved 
mass. However, the kinetic reaction rate constants, Rft  and R icp  , require modification in 
GoldSim, as these reactions only apply to the dissolved mass rather than to the entire mass in the 
cell pathway (Equation 6.5.2.7-1). Thus, these rate constants must be multiplied by a conversion 
factor, which is equivalent to the ratio of mass in solution to mass in pathway. The conversion 
factor for americium species, as applied in GoldSim, is given as: 

fAm = 
V„, (Eq. 6.5.2.7.2-9) 

c FKdc,Am,WF + mcGWKdc,Am,GW 

where 

vbv  
cWF 

McGW 

K  dc , Am ,WF 

K  de ,Am ,GW 

= volume of water in the corrosion products cell [m 3 ] 

= mass of waste form colloids in the corrosion products cell [kg] 

= mass of ground water colloids in the corrosion products [kg] 

americium distribution coefficient for waste form colloids [m3  kg-I ] 

= americium distribution coefficient for ground water colloids [m 3  kg-1 ]. 

Then the total or effective rate in a given domain (Equation 6.5.2.7-1) for 243AM, as applied in 
GoldSim, can be written as: 

A  2" Am,GS = 2243 Am  + 2243 Am fAm 	+ R fc p) 

	
(Eq. 6.5.2.7.2-10) 

Note that the second term in the above equation is zero in the corrosion products domain, while 
the third term is zero in the waste form domain. 
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The total kinetic reaction rate in the corrosion products domain, or kinetic conversion rate is: 

Denote: 

27',Am f Am(R  fc R fcp). 

R fc  
fc= R + R fe 	fel) 

(Eq. 6.5.2.7.2-11) 

(Eq. 6.5.2.7.2-12) 

Then stoichiometric coefficient in the corrosion products domain, as applied in GoldSim, for 
kinetic sorption to the corrosion products colloids is calculated as: 

I.2T,Am  
Vlf243Am = 	 9 2 A  + .1( 7,,am 	243 Am  

and the stoichiometric coefficient for corrosion products is calculated as: 

(Eq. 6.5.2.7.2-13) 

)117 , Am  
V

liar 
943 (1- 	6.5.2.7.2-14) 

Am A 	+ 2,43  A
T ,Am 	- Am 

It can be shown that Equations 6.5.2.7-13 and 6.5.2.7-14, as implemented in GoldSim, are 
equivalent to Equations 6.5.2.7-6 and 6.5.2.7-7. 

If both the numerator and denominator of Equation 6.5.2.7.2-9 are divided by V N, , the conversion 
factor for americium species can be written as: 

1 
./Am = 1+ Kdc,Arn,WF + Kdc,Am,GW 

 

(Eq. 6.5.2.7.2-15) 

 

1 

 

 

1+ EKd  

  

As a result, Equation 6.5.2.7.2-11 can be expressed as: 

 

 

R + RIC!)  
,Am = 

1 ±Ek d  
(Eq. 6.5.2.7.2-16) 
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If 243 Am = 	 — 9 R f,+RJc, 	 (1+2_,Kp 	'43 Am 	 d 

R fc (Eq. 6.5.2.7.2-19) 

2243 Am 

AT,Am + 22u Am  

V 239 pu  = (Eq. 6.5.2.7.2-21) 

2243 Am 

1+Ekd +2243Am 
5 

2243 Am  (1 + LK) 

V 239 	= 
PG r  R + R fe 	fep  

(Eq. 6.5.2.7.2-22) 
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Substitution of Equations 6.5.2.7.2-12 and 6.5.2.7.2-16 in Equations 6.5.2.7.2-13 and 6.5.2.7.2-
14 yield: 

Rfc 	Rfc R fcp  
\ R fc  + R fep 	Ekd  

 

(Eq. 6.5.2.7.2-17) if  243 Am 	( 
Rfc R fcp  

+ 2243 Am
1-FEIZd 

 

r
1 	

r 	\ Rfc 	Rfc + Rfcp  

= 
\ R fc  ± R fcp j  1 +El? d  j  

V /4243 Am 	r 	\ 	 • 

R k  + R
icP  + . ,, 243 Am  

li- Ekc i j  

(Eq. 6.5.2.7.2-18) 

The above expressions simplify to: 

   

Rfcp  
Viftp 243 Am  RfC  + R + 2243 

Am Kd )' 
(Eq. 6.5.2.7.2-20) 

which is the expression for these stoichiometric coefficients given in Equations 6.5.2.7.2-6 
and 6.5.2.7.2-7. 

The stoichiometric coefficient for the radioactive decay to species 239PU in GoldSim is 
computed as: 

Substituting Equation 6.5.2.7.2-16 in the above equation gives: 

R fc  + R fcp  + 2243  Am (1± Ekd ) 

which is the same as Equation 6.5.2.7.2-5. 
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Am 	 
V 	/39 

Pu 

RYeP  
V 239 

/1/243 Am 
+ Rrcp 

(Eq. 6.5.2.7.2-26) 

(Eq. 6.5.2.7.2-27) 
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The reaction rate constant for conversion of embedded mass on the waste form colloids .1,e" thd  , 	 "Am 
as shown in Equation 6.5.2.7.2-1, remains unchanged in GoldSim, as the conversion is applied to 
the entire mass in the waste form cell pathway (solution and reversibly sorbed mass). The two 
nonzero stoichiometric coefficients within the waste form domain are: 

2 243 

	

Am 	 
V239  Pu 	;embed 

2 243 Am 	243  Am • t' 

embed
Am  

V 1,243 Am 	736 e d 2 2 	,43  
Am 	Am 

(Eq. 6.5.2.7.2-23) 

(Eq. 6.5.2.7.2-24) 

Within the corrosion product domain the mass species Ifcp 243  Anz , kinetically sorbed mass to the 
corrosion products, experiences reactions from radioactive decay and kinetic desorption. Since 
the radioactive daughter of 243Am is 239-1-1u, the radioactive daughter of Ifcp243 Am is ticp 239 Pu 
This implies that any 243Am mass kinetically sorbed to the corrosion products decays to 239PU 
kinetically sorbed to the corrosion products. The effective conversion rate for the Ifcp

243 Am 

species is: 

P jjcp243Am =  2 243 Am + Rrcp (Eq. 6.5.2.7.2-25) 

where Rrcp  is the reverse (desorption) rate for the Ifcp 243 Am species. For the Ifcp243 Am 

species, the effective conversion rate is applied to the entire mass in the corrosion product cell 
pathway. That is to say, there is no equilibrium sorption of the Ifcp

243 Am species. Therefore, 
the stoichiometric coefficients are: 

6.6 MODEL FORMULATION FOR ALTERNATIVE CONCEPTUAL MODELS 

6.6.1 Bathtub Flow Model 

The conceptual model for the TSPA is based on the presence of continuous flow paths through 
the patches and stress corrosion cracks that penetrate the waste package. More specifically, the 
TSPA Model conceptualizes that vertical flow of seepage into the waste package, through the 
waste form and out of the waste package is not impeded by the location of patches and stress 
corrosion cracks on the surface of the waste package. There is no long-term build-up and 
retention of liquid within the waste package for flow and transport. There is also no resistance to 
the flow through the waste form. The TSPA approach attempts to maximize the immediate 
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release and mobilization of radionuclides into the local groundwater environment. This 
approach is referred to as the "flow through" geometry. 

An ACM to the "flow through" geometry is the "bathtub" geometry (Mohanty et al. 1996 
[DIRS 130419]). The bathtub geometry allows seepage to collect within the waste package 
before being released to the EBS. In theory, "bathtub" geometry could result in the release of a 
large pulse of radionuclides when a second patch appears beneath the water line, initiating 
gravity drainage; such a release would be "sudden" relative to time steps used in the TSPA, 
typically thousands of years long at late times when corrosion patches appear. 

The "bathtub" effect would be most important during the period when only a few patches or 
cracks have penetrated the drip shield and waste package. In this situation, there may be 
penetrations through the top of the waste package while the bottom surface remains intact, 
leading to retention of liquid. At later times, the presence of multiple penetrations makes 
"flow-through" geometry the more likely configuration. 

The response of the bathtub geometry is evaluated for a primary case and for three secondary 
cases. The primary case includes consideration of two limiting conditions on radionuclide 
releases: dissolution rate limited and solubility limited. Tc is typical of dissolution rate limited 
radionuclides. The Tc released due to waste dissolution can always be dissolved in the available 
water because the solubility limit of Tc is high (SNL 2007 [DIRS 177418], Section 6.14). This 
is particularly true when the time step size in the TSPA model is small compared to the 
dissolution rate. However, if the time step size in the TSPA model is large enough such that the 
dissolution of the entire waste occurs in a single time step, then the rate limitation effects will not 
be seen. Np is typical of the solubility limited type of radionuclide, where the release of Np from 
dissolution is limited by its low solubility (SNL 2007 [DIRS 177418], Section 6.6). 

The results for the primary case are based on a closed form analytic solution with constant values 
of inflow rate, dissolution rate, and solubility. The three secondary cases consider a step change 
in inflow rate, such as would occur from a climatic change, a step change in water chemistry, or 
a step change in flow geometry, as would occur if a patch suddenly appeared beneath the 
waterline. The basic geometry and flow pattern for the primary bathtub model is shown in 
Figure 6.6-1 (from Mohanty et al. 1996 [DIRS 130419], Figure 2-7); q,,, is identical to F4  and in 
Section 6.3.1.1. 
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Liquid 
Overflow 
Level 

Figure 6.6-1. 	Schematic of the Bathtub Geometry for the Waste Package 

Primary Case 

6.6.1.1.1 	Dissolution-Rate-Limited Radionuclide 

In this case. the concentration of radionuclides is limited by the rate of dissolution. Consider the 
system shown in Figure 6.6-I, with a constant inflow rate, q„,, and let Ich  be the total volume of 

liquid that can be retained within the waste package before it overflows. The response of the 
waste package is a two step process. During Step 1. the package is filling with liquid and the 
outflow rate, q„„,. is zero_ This condition continues until the waste package fills with liquid at a 

lime. t o . given by Via, / 	. Step 2 occurs after time t fia  ; the amount of liquid inside the waste 

package remains constant, and q„„, =--q„,. This is a steady state condition. consistent with the 

assumption that q ui  is constant and that liquid does not continue to accumulate within the 

package. The following analysis also supposes there is complete contact between the liquid and 
the waste form within the waste package, and that the dissolution rate is constant. 

During Step 1, for time t such that 0 < t < t o , the dissolution of a radioisotope into the water 

inside the waste package can be represented as: 

	

fir, = ro„ 	 (Eq. 6.6.1.1.1-1) 

where 

fir, = the rate of release of radionuclide into the liquid (kg s -1 ) 
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r, = the dissolution rate of the waste form (kg s -1 ) 

co, = the mass fraction of radioisotope i released per unit mass of waste form 
(dimensionless); w, is less than one for a waste form with multiple radionuclides. 

During the fill period q„„, is zero, so the mass, m, (t) , of radioisotope dissolved (assuming it is 
under-saturated with respect to the solubility controlling mineral phase) within the liquid in the 
waste package at time t is given by: 

m,(t)= ra w, t, 	 (Eq. 6.6.1.1.1-2) 

because rs  and co;  are constant. Similarly, the volume of liquid in the waste package at time t, 
V (t) , is given by: 

V (t) = q, t, 	 (Eq. 6.6.1.1.1-3) 

so the concentration of dissolved isotope i in the waste package, C, (t), is 

C,(t)=
m;(t) = ra w;  t = ra w, 
V (t) 	(la 	(Li  

(Eq. 6.6.1.1.1-4) 

The concentration, C,(t), is constant during the fill phase because the values of r„ w, and q 
are chosen to be constant. This condition is appropriate because the dissolved mass, m, and the 
volume of liquid, V, are linear functions of the time (and initially both are zero), Io their ratio 
remains constant. 

The result in Equation 6.6.1.1.1-4 holds for each dissolution-rate-limited radioisotope i in the 
waste form, although the numerical value of C, (t) differs because the mass fraction, cy„ is 
different for each isotope. 

During Step 2, when t > t fill  , the radioisotope mass within the waste package is a balance 
between the dissolution of radioisotope into the groundwater within the waste package and the 
loss of radioisotope due to outflow from the waste package: 

rim;  = ra w, — q„,C; (t). 	 (Eq. 6.6.1.1.1-5) 

Because the water inflow rate, waste form solubility, and mass fraction of radioisotope i all 
remain constant, the concentration C, (t) remains constant even when the solution is removed at 
a rate q 	Therefore, at t > t flu , the net rate of radionuclide release into the water inside the 
waste package is zero (i.e., the dissolution rate is exactly offset by the outflow rate): 

rh, = ra w;  — q0„,C; (0= 0 . 	 (Eq. 6.6.1.1.1-6) 
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For constant q,,,, with 

C;  (t) = 	. 
q 1,7 

(Eq. 6.6.1.1.1-7) 

The dissolved mass in the waste package is constant for t > t ill/  . In addition, the concentration of 
dissolved radionuclide is constant for all time t > 0 (until all of the waste form is dissolved), as 
shown by Equations 6.6.1.1.1-4 and 6.6.1.1.1-7. These results are reasonable because the waste 
package is in steady state for t > till/  . This means that the inflow rate equals the outflow rate and 
that any loss of dissolved radionuclide mass in the outflow from the waste package is exactly 
balanced by the addition of dissolved radionuclide mass from dissolution of the waste form. 

The response for the comparable flow-through model has the same radionuclide concentration, 
C, (t), and the same release flux, given by C,(t)q0 „ as the bathtub geometry. The sole 
difference between the flow-through and bathtub models is that the flux from the flow-through 
model starts from t= 0 while the flux from the bathtub model is zero until time t fill  . The 
bathtub model introduces a delay in the response but does not change the concentration in the 
package or the mass flux out of the package. 

Therefore, for the dissolution-rate-limited case, the flow-through model is bounding relative to 
the bathtub model for radionuclide releases from the waste package. The bathtub analysis 
considers advective transport with no sorption of radionuclides, whereas the current EBS 
transport model includes sorption onto stationary corrosion products (retardation in the waste 
package) as well as colloid-facilitated transport. In this bathtub analysis of alternative 
conceptual models, sorption onto stationary corrosion products inside the waste package would 
effectively reduce the dissolution rate. Since that rate is still constant and the same for both the 
flow-through and bathtub models, sorption would affect the concentrations of radionuclides in 
the outflow, but would have no impact on the conclusion that the bathtub model introduces a 
delay in releases compared to the flow-through model. Sorption onto colloids would have the 
opposite net effect of increasing the effective solubility and again would have no impact on the 
conclusions regarding release delay. 

6.6.1.1.2 Solubility-Limited Radionuclide 

The response for a solubility-limited radionuclide, in which the solubility limit of the 
radionuclide is instantaneously achieved, is similar to that for a dissolution-rate-limited 
radionuclide, in the sense that the bathtub model delays the release from the waste package but 
does not change the release rate. 

During Step 1, 0 < t <t fill , the amount of radionuclide dissolved in the groundwater in the waste 
package can be represented as: 

= Cs,q„,, 	 (Eq. 6.6.1.1.2-1) 
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where C,, is the solubility limit of the radionuclide. If the groundwater chemistry is constant, 
the solubility is constant and the mass, m, of radioisotope retained in the waste package at 
time t is: 

	

m,(t)=Cs,q,„t. 	 (Eq. 6.6.1.1.2-2) 

The volume of liquid in the waste package at time t, V(t), is given by: 

V(t) = qt, 	 (Eq. 6.6.1.1.2-3) 

so that the concentration of dissolved isotope in the waste package is: 

C, (t) = In1(t)  = Csigin t  = C„.1 . 	 (Eq. 6.6.1.1.2-4) 
V(t) 	q,,t 

The concentration is constant during the fill phase and equal to the solubility limit, as would be 
expected. This is true for each radionuclide in the system, although the numerical values of the 
solubility limit vary. 

For t > t ill,  , the mass balance within the waste package is a steady state condition given by: 

= Cspq,, —Ci (t)q„„, = Cs,q,„ m; (t) q„„, =0 . 
Vuth 

The solution to Equation 6.6.1.1.2-5 with q0,, = q,„ is: 

(Eq. 6.6.1.1.2-5) 

m,(t)= Cs,V,„b  , 	 (Eq. 6.6.1.1.2-6) 

with 

C,(t)= 	 (Eq. 6.6.1.1.2-7) 

Again the dissolved mass in the waste package is constant for t > t fill  (until all of the waste form 
is dissolved) and the concentration of dissolved radionuclide is constant at the solubility limit for 
all times t > 0 . 

The comparable flow-through model has the same radionuclide concentration, Cs, , and the same 
release flux, given by C„q0„„ as the bathtub geometry. The sole difference is that the flux from 
the flow-through model starts from t = 0 while the flux from the bathtub model is zero until time 
t fill  . The bathtub model introduces a delay in the response but does not change the dose rate. 
Therefore, the flow-through model is again bounding relative to the bathtub model because 
radionuclides are released with no delay time to the EBS. 
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6.6.1.2 	Secondary Cases 

The secondary cases evaluate the response of the bathtub model when changes occur in the 
groundwater inflow rate, in inflow chemistry, or in the flow geometry. 

6.6.1.2.1 Change in Inflow Rate 

The response of a bathtub model to a change in inflow rate differs for a solubility-limited or a 
dissolution-rate-limited radionuclide. The solubility-limited case is simpler because of chemical 
equilibrium and is discussed first. 

Consider a step change in inflow rate after the bathtub has filled for a solubility-limited 
radionuclide. Since kinetic effects are ignored, the chemical system is always at equilibrium and 
the concentration within the waste package remains unchanged at the solubility limit. The only 
change in the system is that the radionuclide mass flux out of the waste package changes 
instantaneously from Ci gou, to C,q0„,,„,,,. This response is exactly the same as it would be for the 
flow-through model, so the response of the bathtub model is identical to that for the flow-through 
model. 

Now consider a step change in inflow rate after the bathtub has filled for a 
dissolution-rate-limited radionuclide. In this case, the mass released per unit time remains 
constant because the dissolution rate remains constant, but the radionuclide concentration comes 
to a new equilibrium value. This new equilibrium value can be determined by 
Equation 6.6.1.1.1-7, with the product of concentration and liquid inflow remaining constant: 

Ci,newqin,new = Ci,oldqin,oid = rs it'i • (Eq. 6.6.1.2.1-1) 

If the inflow rate decreases, the final concentration increases because the product of 
concentration and liquid inflow remains constant. A flow-through model has an instantaneous 
increase in concentration, whereas the bathtub model shows an exponential growth to the new 
concentration. Thus, the flow-through model is bounding for concentration released into the 
EBS because there is no delay in changing to the new increased radionuclide concentration. 

The exponential growth to the new concentration can be seen as follows. The replacement of 
"old" inflow with concentration cold  with "new" inflow with concentration C,,„,„, is represented 

through a parameter, A the volume fraction of old inflow to Viub  , the total liquid volume in the 
bathtub. The rate of change of the volume of old inflow, Void  , is given by: 

dV d  
°I  = 	q 	= -N qin,new. dt 

(Eq. 6.6.1.2.1-2) 
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Equation 6.6.1.2.1-2 represents the loss of old inflow through outflow, with the factor /3 
representing the (decreasing) volume fraction of old inflow that is lost. By definition, 

/3 = Vold 

tub 

Substituting this definition into the left-hand side of Equation 6.6.1.2.1-2 gives: 

dfl 	qn, new 

dt 	V,„b  

The solution to Equation 6.6.1.2.1-4 with initial condition f3 =1 at t = 0 is: 

= exp 	in  ' 	new t 
Vffib 

which corresponds to an exponential decay of C, from C 1,oid  to C new' 

(Eq. 6.6.1.2.1-3) 

(Eq. 6.6. 1 .2. 1 -4) 

(Eq. 6.6.1.2.1-5) 

If the inflow rate were to increase, the concentration would decrease. In a flow-through model, 
the concentration would instantaneously decrease, whereas in the bathtub model, the 
concentration would exponentially relax to the new concentration. The flow-through model is 
then not bounding for concentration released into the EBS. The mass of radionuclide mobilized 
is identical, as implied by Equation 6.6.1.2.1-1, but the dissolved concentration varies with the 
amount of fluid flowing through the system. However, the TSPA Model passes mass to the UZ, 
rather than concentration, so the difference between the flow through model and the bathtub 
model for this case is not critical to performance. 

Finally, a change in inflow rate during the initial period, when the bathtub is filling, only affects 
the value of t fill  and hence the delay until the bathtub fills, after which it behaves as described in 
Section 6.6.1.1. 

In summary, the response of the bathtub model to a change in inflow rate is identical to that of 
the flow-through model for solubility-limited radionuclides. For dissolution-rate-limited 
radionuclides, the response of the bathtub model is less bounding than the flow-through model 
when the inflow rate decreases (and concentration increases). If the inflow rate increases 
(resulting in a decrease in the outflow concentration of radionuclides), the bathtub model is more 
bounding than the flow-through model for dissolution-rate-limited radionuclides. 

6.6.1.2.2 Change in Inflow Chemistry 

Consider a step change in inflow chemistry after the bathtub has filled. Initially, there will be 
minor changes in concentration within the bathtub because the bulk of the water retains the 
original inflow composition. Eventually the "old" groundwater is flushed out and replaced with 
the "new" inflow, resulting in new concentrations within the bathtub. 
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As in the preceding section where a change in inflow rate was examined, the replacement of old 
with new inflow can be represented through a parameter 13, representing the volume fraction of 
old inflow in V,„b , the total liquid volume in the bathtub. The rates of change of the volumes of 
old and new inflow are given by: 

dV old 	q 0  
dt 

(Eq. 6.6.1.2.2-1) 

and 

dV
dt 
""' = q — (1— fi)q0„„ 

 
(Eq. 6.6.1.2.2-2) 

where Vold  and Vnen, represent the volumes of inflow with the old and new chemistries, 
respectively. Equation 6.6.1.2.2-1 represents the loss of old inflow through outflow, with the 
factor fl representing the volume fraction of old inflow that is lost. Equation 6.6.1.2.2-2 
represents the addition of new inflow and its partial loss through outflow. Remembering that 
q„,,, = q because of the steady state assumption, it follows that: 

 

dr/ „ Id 	dV 
(Eq. 6.6.1.2.2-3) 

By definition: 

dt 	 dt 

 

fl  Vord 

Vtub 

(Eq. 6.6.1.2.2-4) 

Substituting this definition into the left-hand equation in 6.6.1.2.2-3, it follows that: 

1 d fi 
=

qui
fl = -T- dt 	V,,,b 	fill 

(Eq. 6.6.1.2.2-5) 

The solution to Equation 6.6.1.2.2-5 with the initial condition 18(0) =1 is given by: 

/1(t) = e 	. 

It follows that the old and new volumes of inflow are given by: 

(Eq. 6.6.1.2.2-6) 

and: 

au 

Vold =Vlub e  (Eq. 6.6.1.2.2-7) 
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( 

V nen, = Vtub  1—e 	 (Eq. 6.6.1.2.2-8) 

These equations say that the volume fraction of inflow with the old chemistry decays 
exponentially with the characteristic time tfill  . Alternatively, the volume fraction of new inflow 
increases to 1.0 with a characteristic time of tfi// for the exponential growth given by 
Equation 6.6.1.2.2-8. 

The impact of changing inflow chemistry on dissolution rate or solubility is much more difficult 
to predict analytically because chemical interactions are nonlinear. More specifically, the pH of 
mixtures of inflows is not proportional to 18 because the pH scale is proportional to the log of 
the hydrogen ion concentration and inherently nonlinear and because potential chemical 
interactions in mixtures, such as buffering, produce a nonlinear response. In addition, solubility 
and dissolution rate are often complex nonlinear functions of the pH. 

Nonlinear response makes it particularly difficult to predict the time-dependent response for 
solubility; however, because the starting state and the ending state, for t >>  t fill , are well defined, 
the evolution can be approximated to first order by: 

) 
Csi(t),=, Csi,olde 	C si,new  1— e (Eq. 6.6.1.2.2-9) 

Consider the response when C,,,„ e„, >> C„,old  . This condition can easily occur for the actinides, 
where solubility increases by several orders of magnitude as pH changes from between 7 and 8 
to a value below 6 or above 10. In the limit of large Cs,,nen,, Equation 6.6.1.2.2-9 becomes: 

I 

( C  si,new >> Csi3Old): 
	

Csi (t) Csi , ne„, 1 — e 	 (Eq. 6.6.1.2.2-10) 

In effect the initial solubility is negligible compared to Csi , new , and solubility at late times 
increases to C511011, from below. Alternatively, if C51,050  

si,new << 
—(1 1  

Csi(t)PZ Csi,olde fill  + (Eq. 6.6.1.2.2-11) 

Here the solubility decays towards a much smaller value in the new inflow mixture. 

While the details of the time-dependent behavior are only approximated, the starting and ending 
states must be accurate and Equations 6.6.1.2.2-10 and 6.6.1.2.2-11 provide a simplified 
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transition from one chemical regime to another. The dissolution rate could replace solubility in 
Equations 6.6.1.2.2-9 through 6.6.1.2.2-11, and the same general conclusions would hold. 

In summary, the response of the bathtub model to a change in inflow chemistry is slower than 
that of a flow-through model, where the solubility or dissolution rate changes abruptly with a 
step change in inflow chemistry. The bathtub dampens or delays the response to a change in 
inflow chemistry over a time scale on the order of to  to 7t fill . The upper estimate of 7t fill  
corresponds to an exponential factor of C7  or 0.0009, at which point Equation 6.6.1.2.2-11 has 
reached an asymptote of 	The analytic models cannot predict the precise time dependence,7 

because of the nonlinear effects of mixing on pH and of pH on solubility and dissolution rate. 

The flow-through model overestimates radionuclide releases compared to the bathtub model 
when solubility increases because the bathtub geometry delays the increase in radionuclide 
concentrations and mass fluxes from the waste package to the EBS. The case of increasing 
solubility or increasing dissolution rate is important because it will increase the peak dose rate. 
The fact that the flow-through model is not bounding when solubility or dissolution rate 
decreases is therefore of less importance for performance assessment and is of secondary 
importance in selecting the conceptual model for flow through the waste package. 

6.6.1.2.3 Change in Patch Geometry 

The geometry for the bathtub model allows seepage to collect within the waste package before 
being released to the EBS. In the primary model (Figure 6.6-1), the patch is positioned such that 
release is governed by the condition g one 

 = gm after the package fills with liquid. 

As an alternative to the primary patch model, consider a waste package that does not have an 
existing (outflow) patch on the side of the package, but instead has a second patch open abruptly 
beneath the water line. While the radionuclide concentration within the waste package is 
unchanged by the alternative location, failure results in the sudden release of a larger pulse of 
radionuclide mass at the time the second patch opens. Mathematically, the flux of radionuclides 
leaving the waste package in the primary model, Fpn , is given by: 

Fp, =Ci gaa, =Ci g ia = Vlub 

tfill 
(Eq. 6.6.1.2.3-1) 

and the flux of radionuclides leaving the waste package in the alternative model, Fah , is given 
by: 

Fah  = Viub 

At ' 
(Eq. 6.6.1.2.3-2) 

where At is the time to empty the retained liquid through the second patch. In theory, it is 
possible that At << t fill  , so that Fau  » Fpr, . 
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Equations 6.6.1.2.3-1 and 6.6.1.2.3-2 have the same value for radionuclide concentration, C,, in 
the retained liquid because the chemistry of the groundwater is independent of patch location. 
Implicit in Equations 6.6.1.2.3-1 and 6.6.1.2.3-2 is that the second patch in the ACM occurs after 
the volume of liquid in the waste package in the primary model has reached steady state. 

The flow-through model produces an average release continuously, while the bathtub model with 
the alternative flow path produces zero release initially, followed by a high pulse that soon 
returns to the same flux as the flow-through model. In other words, the flow-through model 
represents a time average of the response of the bathtub model. From this viewpoint, the 
potential difference between Fal, and Fi„, is partly mitigated by the sorption and diffusion 
processes in the unsaturated and saturated zones. The potential difference between Flo  and 
is also small if the second patch appears shortly after the first penetration because there is less 
retained liquid. 

This alternative can also be thought of as being equivalent to the appearance of additional 
penetrations in the waste package. This analogy is appropriate because additional penetrations in 
the waste package increase the inflow flux into the waste form, resulting in higher releases to the 
EBS. The main effect of the alternative patch geometry model is to generate the increase earlier. 
This is not considered a major difference because there is a wide range of variability in corrosion 
rates for the TSPA WAPDEG model (SNL 2007 [DIRS 178871]). The effect of the alternative 
patch geometry model can then be reasonably considered to be captured within this variability. 

The results and observations in this section (6.6.1.2.3) and throughout Section 6.6.1 are 
appropriate for the general boundary conditions considered here. In other words, this 
comparison is based on the full fluid flux into the waste package having access to all 
radioisotopes in the waste. The model implemented in TSPA, in which radionuclides are 
mobilized in a mass of corrosion products around the fuel pellets, partly mitigates the differences 
discussed here. This mitigation occurs because a large fluid flux will not transport radionuclides 
at the solubility limit if the mass in solution is limited by the pore volume in a mass of corrosion 
products. The situation is then similar to that mentioned at the end of Section 6.6.1.2.1, where 
mass transfer to the UZ is the dominant issue, rather than dissolved concentration. 

6.6.1.3 	Summary 

The response of the bathtub geometry has been evaluated for a primary case, with constant 
boundary conditions and material properties, and for three secondary cases. Analyses for the 
three secondary cases consider a step change in inflow rate, a step change in inflow chemistry, 
and a change in flow geometry as would occur if a patch suddenly appeared beneath the 
waterline. All cases include consideration of two types of radionuclide release mechanisms: 
dissolution-rate-limited and solubility-limited. The comparisons are based on closed form 
analytic solutions. 

The key conclusions from the evaluation follow: 

• The bathtub model introduces a time delay in the release of radionuclides from the waste 
package to the EBS in comparison to the flow-through model for the primary case. The 
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base case flow-through model overestimates releases of radionuclides in relation to the 
bathtub geometry for the primary case because there is no delay in release of 
radionuclides to the EBS. 

• The response of the bathtub model to a step change in inflow rate (secondary case 1) is 
identical to the flow-through model for solubility-limited radionuclides. The response of 
the bathtub model for dissolution-rate-limited radionuclides is to delay the change in 
concentration and mass flux associated with the new inflow rate. The base case 
flow-through model overestimates releases of radionuclides with respect to the bathtub 
geometry for the case of decreasing inflow, when the concentration of radionuclide 
increases. The case of increasing radionuclide concentration is of primary interest from 
a performance or regulatory viewpoint since this case will result in greater releases. 

• The response of the bathtub model to a step change in inflow chemistry (secondary 
case 2) is to delay the change in concentration and mass flux associated with the new 
inflow chemistry. Analytical models cannot define the exact time delay, which is 
sensitive to nonlinear chemical effects when inflows mix. Limiting cases, when 
solubility increases or decreases by several orders of magnitude, have been examined to 
define a first order approximation to the response of the chemical system. 

The base case flow-through model overestimates releases of radionuclides relative to the 
bathtub geometry when solubility or dissolution rate increase with changing inflow 
chemistry. The flow-through model has an instantaneous change to the higher 
equilibrium value while the bathtub geometry delays the change as the initial inflow is 
flushed out of the waste package. Increases in radionuclide concentrations and fluxes 
are of primary interest from a performance or regulatory viewpoint, so the 
underestimation of releases of radionuclides in the flow-through model for decreasing 
solubility or dissolution rate can reasonably be excluded from the TSPA. 

• The response of the bathtub model when a second patch opens instantaneously beneath 
the water level in the waste package (secondary case 3) has also been analyzed. The 
impact of the instantaneous opening is to release a pulse of radionuclides in comparison 
to the base case flow-through model. The impact of this ACM is mitigated by the time 
delays introduced through sorption and diffusion in the unsaturated and saturated zones. 
In addition, the higher mass flux from the alternative flow path is similar to the impact 
from additional patches opening in the waste package. There is a wide range of 
variability in corrosion rates for the TSPA Model, and the impact from the instantaneous 
opening is encompassed in the uncertainty in corrosion rates. The impact of this 
alternative flow model has therefore been screened out of the TSPA analyses because of 
the potential mitigation from sorption and diffusion and because the variability of 
corrosion rates provides large uncertainty in radionuclide release rates from the 
waste package. 

6.6.2 Limited Water Vapor and Oxygen Diffusion Rate into Waste Package 

In this ACM, a film of adsorbed water does not form on the surface of corrosion products if the 
rate of water consumption by corrosion reactions is greater than the rate of diffusion of water 
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vapor into the waste package. Until a film of water forms on internal corrosion products 
surfaces, diffusive releases of radionuclides through the adsorbed water cannot occur (according 
to the in-package diffusion submodel). In addition, corrosion of iron requires oxygen (dissolved 
in water). Thus, the resistance to diffusion of water vapor and oxygen through stress corrosion 
cracks can potentially delay releases until all of the corrodible materials inside a waste package 
are fully degraded. It is implicit in this ACM that stress corrosion cracks appear before general 
corrosion patches form; this will not necessarily be the outcome of TSPA calculations. Other 
simplifications are made to make this ACM tractable; for example, the resistance of a water film 
to diffusion of oxygen through the film to the steel surface is neglected, as are the effects of 
water adsorption or condensation on vapor diffusion through the porous solids that might fill 
the SCCs. 

The objective is to determine the rate of consumption of water vapor and oxygen by corrosion of 
steel internal components and compare this with the diffusive influx through SCCs. If corrosion 
consumes water vapor and oxygen more rapidly than these gases can diffuse into the waste 
package, then the length of time required to complete the corrosion of steel internal components 
can be computed, which is equivalent to the delay from the time a waste package is first 
breached by stress corrosion cracks until diffusive releases can first take place. This delay can 
potentially be important since it provides additional time for decay to reduce the concentration of 
radionuclides before they are released from a waste package. 

The rate of consumption of water vapor and oxygen depends on the rate of steel corrosion (when 
not limited by availability of reactants) and on the stoichiometry of the corrosion reactions. For 
oxidation of iron to goethite (FeOOH), the following electrochemical half-cell reactions occur 
for oxidation of zero-valent iron to Fe +3 , where the intermediate steps of oxidation to Fe(II) and 
its subsequent oxidation to Fe(III) are not shown since oxidation of Fe(II) is comparatively rapid: 

Fe°  —> Fe+3  + 3e- 	 (Eq. 6.6.2-1) 

3e-  + 31-1+  + 2  

	

4 
 02 (aq) —> H2O. 	 (Eq. 6.6.2-2) 

The sum of these reactions is the total redox reaction: 

	

Fe°  + 3H+  + 2 	 2 02 (aq) —> Fe3+  + H2O. 	 (Eq. 6.6.2-3) 

	

4 	 2 

Conversion to goethite involves the reaction: 

	

Fe3+  + 2H20 —> FeOOH + 3H+ . 	 (Eq. 6.6.2-4) 

The net corrosion reaction is the sum of the redox reaction and the conversion to goethite: 

2Fe°  + 2  02 (aq) + H2O 2FeOOH. 	 (Eq. 6.6.2-5) 

An example calculation is presented for a typical set of conditions in the drift and waste package 
to estimate the time lag between appearance of stress corrosion cracks and the earliest times 
when an adsorbed water film can first form through which radionuclides can diffuse. In this 
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example, the temperature of the waste package and drift air is 50°C, the relative humidity in the 
drift is 95 percent, and the relative humidity is zero inside the waste package. Using a relative 
humidity of zero inside the waste package maximizes the water vapor concentration gradient 
between the exterior and interior of the waste package and thereby maximizes the water vapor 
influx rate. 

The diffusion distance used is the thickness of the waste package outer lid, 0.0254 m (SNL 2007 
[DIRS 179394], Table 4-3). This is the outer closure lid, made of Alloy 22, with a 
circumferential weld in which stress corrosion cracks may develop. The average diffusive 
distance within a TAD canister is greater—half the length of the canister shell, or about 270 cm 
(TAD shell length = 212.0 in. = 5.385 m; SNL 2007 [DIRS 179394], Table A-5)--but the cross-
sectional area is less in the stress corrosion cracks than in the TAD canister, so diffusion through 
the cracks is the limiting segment of the path. 

To calculate the diffusion rate, the concentration (mole fraction) of water vapor in humid air is 
calculated. At relative humidity RH (fraction) and temperature T (°C), the partial pressure of 
water p„, (Pa) is: 

= RH • Pi°,, (Eq. 6.6.2-6) 

where p`„), (Pa) is the vapor pressure of water at T (°C), given by Singh et al. (2002 
[DIRS 161624], Eqs. 1 a and lb): 

= 

The mole fraction of water 

17.269T 610.78 (0° C < T < 63.0° C) 

(63.0°C <T <110°C). 

•  13 ,°,, 

(Eq. 6.6.2-7) 

(Eq. 6.6.2-8) 

exp[ 
237.3 + T 

17.269T 610.78 exp[ 
236.3 +1.01585T] 

vapor in air obtained from: 

xA 
= 	,RII  

where p is the total pressure. As an example, at 50°C and RH in the drift of 95 percent, the vapor 
pressure of water, from Equation 6.6.2-7, is p,,°,= 12,334 Pa, so the partial pressure at RH= 0.95 
is p 4, = 11,717 Pa; if the total pressure is 1.0 atm (101,325 Pa), the water vapor mole fraction 
is 0.1156. 

To calculate the binary diffusion coefficient, the following equation is used (Bird et al. 1960 
[DIRS 103524], Equation 16.3-1): 

DAB = a 

\b 

	 (PcAPcB)1/3  
(T,AT.B)5112 	1 1 

\ I/ 2 

11TcATB j 	

—1 (Eq. 6.6.2-9) 
MA MB 
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diffusion coefficient (m2  s-I ) for water or oxygen (A) in air (B) 
absolute temperature (K) 
pressure (atm) 
molecular weight (g mor e ) 
3.640 x 10_8  for H2O with a nonpolar gas (air) 
2.745x1 0-8  for nonpolar gas pairs (02 in air) 
2.334 for H2O with a nonpolar gas (air) 
1.823 for nonpolar gas pairs (02 in air) 

subscript c refers to critical properties. 

For water (A): 

= 373.99° = 647.14 K (Lide 2000 [DIRS 162229], p. 6-4) 

pcA = 22.064 MPa = 217.72 atm (Lide 2000 [DIRS 162229], p. 6-4) 

MA  = 18.01528 g mo1-1  (Lide 2000 [DIRS 162229], p. 6-4) 

For oxygen (A): 
TA  = 154.59 K (Lide 2000 [DIRS 162229], p. 6-50) 

pc, = 5.043 MPa = 49.77 atm (Lide 2000 [DIRS 162229], p. 6-50) 

MA  = 31.99 g moF' (Lide 2000 [DIRS 162229], p. 4-77) 

For air (B): 
TcB  = 132 K (Lide 2000 [DIRS 162229], p. 6-50) 

= 36.4 atm (Lide 2000 [DIRS 162229], p. 6-50) 

MB  = 28.964 g mol--I  (Lide 2000 [DIRS 162229], p. 4-76). 

Substituting these values into the above equation, the binary diffusion coefficient for water vapor 
in air is 3.12 x 10-5  m2  s-1 . The binary diffusion coefficient for oxygen in air is 2.37 x 10 -5  m2  s-1 . 
For the mixture diffusion coefficient for water vapor and oxygen diffusing through air, the 
average of the binary diffusion coefficients for water vapor and oxygen will be used: Dm  = 
2.75 x 10-5  m2  5-1 . For steady state diffusion of water vapor (A) and oxygen (C) through stagnant 
air in the stress corrosion cracks, the molar diffusive flux of water vapor, NA  (M01 m-2  s-1 ), is 
given by Fick's first law (Bird et al. 1960 [DIRS 103524], p. 502): 

NA = X A (N A  N c )— cD,
dxA 

 

dz 
(Eq. 6.6.2-10) 

where: 

DA B  = 
T 
p 

= 

M = 
a = 

b = 
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where Nc  is the molar diffusive flux of oxygen, xA  is the mole fraction of water vapor, c is the 
molar density (mol m-3), and z is the distance (m) through the SCC (z = 0 at the outside surface 
of the waste package, and z= Az , the thickness of the outer corrosion barrier wall or closure lid, 
at the inside surface). 

Since diffusion results solely from consumption of water and oxygen due to the corrosion 
reaction, Equation 6.6.2-5, the flux of water vapor relative to that of oxygen is proportional to the 

stoichiometry of the corrosion reaction. Thus, Nc  =-3-N A , and Equation 6.6.2-10 can be 
2 

rewritten as: 

—cD. dyA  NA = 	 

C x  5 ) dz 
l 2 A  ) 

At steady state, the flux is constant: 

(Eq. 6.6.2-11) 

dNA =0=  d —cD„, dxA  
dz 	dz 1 5 xA ) dz 

2 

This equation is solved with boundary conditions: 

at z = 0, xA = XAb 

at z = Az, XA=XAs) 

(Eq. 6.6.2-12) 

(Eq. 6.6.2-13) 

where xAb  is the mole fraction of water vapor in the bulk drift air (e.g., 0.1156 at 95 percent 
RH), and xA, is the mole fraction of water vapor at the inside surface of the outer corrosion 
barrier wall or closure lid. Both xAb  and xAs  are treated as constant in this model. The value of 
xA, is unknown; however, the maximum flux through SCCs will occur when xA, = 0 . The 
diffusive path length, Az , is conceptualized to be the wall thickness, since it is the cross-
sectional area of through-wall SCCs that potentially limits the diffusive mass flow of water vapor 
and oxygen and hence the corrosion rate. However, as will be seen, the flux, as opposed to the 
mass flow rate, is not dependent on the cross-sectional area, so Az could also be considered to 
be the distance from the outside surface to an internal corroding surface, with a maximum value 
equal to the length of a waste package. 

Integration of Equation 6.6.2-12 results in: 

--21n(1--5 xA 1= Cl z+ C2 , 	 (Eq. 6.6.2-14) 
5 
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where C, and C2  are the integration constants to be determined by applying the boundary 
conditions. The boundary condition at z = 0 gives the value of C2 : 

From the boundary condition at z = 

The solution to Equation 6.6.2-12 is 

or 

XA = 

The diffusive flux is obtain using Equation 

C, 

r 

Az 

C2  —2141-2 

, the value 

ln = — —2 

xAbj• 

of C, is: 

5 1— 	XAs 

s  

\; 

(Eq. 6.6.2-15) 

(Eq. 6.6.2-16) 

(Eq. 6.6.2-17) 

(Eq. 6.6.2-18) 

(Eq. 6.6.2-19) 

then: 

1— 

5Az 

5  

2
— xA  

2  
—5  x 

6.6.2-11: 

X
A b 

 
2 	/ 

5 	\ 1 —  —
2 

XAs 

2 — 
5 

N 

1— 
2 	Ab  

1— (1— 

2cD  In 

1- 

Ab  ) 

r 

5 
XAb 

r 	5  1— — xA  

1— SxAb 2 

5 	■ 
1— — xA  

2 	s  
A  = 

5Az 5 1— 	XAb 

As expected, the diffusive flux is constant, i.e., it does not depend on either z or xA  . It does, 
however, depend on temperature and pressure (both constant in this model), which impact the 
molar density, c, the mole fraction of water vapor in the bulk drift air, xAb  (which is directly 
related to the RH), and, to a lesser extent, the diffusion coefficient. For a given value of the 
inside surface water vapor mole fraction, xAs  , the diffusive flux decreases in proportion to the 
diffusive path length, although these two parameters would not be expected to be independent—
a longer path length might result in a lower xAs  , so the diffusive flux may not be as strongly 
dependent on path length as Equation 6.6.2-19 suggests. 
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Figure 6.6-2. 	Water Vapor Diffusion Rate Dependence on Internal Surface Water Vapor Mole Fraction 
at Various Values of RH 

Figure 6.6-3. 	Water Vapor Diffusion Rate Dependence on Drift Relative Humidity at Various Values of 
Internal Surface Water Vapor Mole Fraction, xA ,  
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If the SCCs are filled with porous corrosion products, the cross-sectional area for diffusion is 
less, and the water vapor diffusion rate is proportionately less. For a porosity Os, of the SCC, 
the effective cross sectional area is A„,,,ff  = . ...A. • The tortuosity (defined as the ratio of the 
diffusivity in the porous medium to the diffusivity in bulk fluid medium) of the corrosion 
products can also reduce the diffusivity significantly. For example, the volume-average 
tortuosity of UZ Rock Group 3 is about 1.45 x 10 -2  (DTN: LB0702PAUZMTDF.001 [DIRS 
180776], file Tortuosities by Model Unit.xls, worksheet 'Averages for Rock Groups'). If the 
corrosion products have a similar tortuosity, the water vapor diffusion rate would be reduced by 
about two orders of magnitude. 

This ACM provides additional realism compared to the base model by accounting for the 
potential delay in formation of a diffusive pathway for transport of radionuclides due to water 
consumption by corrosion reactions. However, data and analyses are not available to support 
certain assumptions used in this alternative model. For example, it is not known whether water 
will in fact be consumed by corrosion reactions so preferentially that none will adsorb anywhere 
inside a breached waste package. In addition, this ACM does not account for possible spatial 
variations in the extent of corrosion. As an example, if the steel near the breaches in the outer 
corrosion barrier is completely corroded before the steel far from a breach has even begun to 
corrode, then water adsorption could occur there, forming a diffusive release pathway before all 
of the steel in the waste package has been consumed. In that case, this model would predict a 
longer delay in releases than would actually occur, thereby underestimating releases. Because of 
the lack of data and potential to underestimate releases, this ACM has not been implemented in 
the TSPA Model. 

6.6.3 Dual-Continuum Invert 

The LA invert design (SNL 2007 [DIRS 179354], Section 4.1.1) uses crushed tuff as the invert 
ballast material. This material is actually comprised of two pore spaces — intragranular pore 
space (tuff particle matrix) and intergranular pore space. Although radionuclide transport by 
both advection and diffusion can occur in both pore spaces, the dominant flow and transport 
processes in each of these two pore spaces is generally different. In order to simulate flow and 
transport through the invert accurately, the invert may be conceptualized as overlapping dual 
continua and modeled using a dual-permeability approach (Simtinek et al. 2003 [DIRS 167469], 
p. 22), wherein flow and transport occur in both pore spaces, and mass transfer takes place 
between the two pore spaces. 

Transport through the drift invert can occur either through the intergranular porosity of the invert 
ballast material or through the intragranular porosity. Advective transport depends upon the 
liquid flux through each of these porosities. Diffusive transport through each of these porosities 
depends upon the diffusive properties associated with each pathway. For this ACM, the invert is 
modeled as overlapping dual continua in which one continuum is represented by the 
intergranular porosity and the other continuum is represented by the intragranular porosity, as 
shown in Figure 6.6-4. 
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Whereas the single-continuum invert model, as shown in Figure 6.3-1, has a single advective 
flow path (Pathway 8) from the invert to the UZ, the dual-continuum invert has two potential 
advective flow pathways, as shown in Figure 6.6-4: 

Pathway 8 Flux from the Intragranular Invert Continuum to the Unsaturated Zone-
Advective flux from the invert intragranular continuum flows directly into the 
UZ matrix. 

Pathway 9 Flux from the Intergranular Invert Continuum to the Unsaturated Zone—
All advective flux from the invert intergranular continuum flows directly into 
the UZ fractures. 

In this model, no advective flux occurs between the two invert continua. Thus, the flux through 
pathway 8 is identical to the imbibition flux, pathway 7: F8  = F7  . 

Ignoring three-dimensional effects (e.g., flow along the axis of the drift), the quasi-steady state 
flux through the intergranular invert continuum is equal to the seepage flux: F9  

This ACM for flow and transport through the EBS includes five domains: the waste form 
(e.g., fuel rods or HLW glass), waste package corrosion products, the intergranular invert 
continuum, the intragranular invert continuum, and the invert/UZ interface domain. The first 
two domains are the same as in the base case model. The third domain (the intergranular invert 
continuum) is modeled as being in intimate contact with the waste package and has an average 
thickness of 0.934 m (Section 6.5.2.3). The fourth domain (the intragranular invert continuum) 
is also modeled as being in intimate contact with the waste package and has the same average 
thickness, 0.934 m, as the intergranular invert continuum. 

Table 6.6-2 summarizes the transport modes and transport parameters for the transport pathways 
in the EBS when the invert is modeled as a dual continuum. 

The diffusive fluxes to the dual invert continua are determined from the flux continuity at the 
interface between the corrosion products domain and the invert continua. This requirement 
states that the diffusive flux exiting the corrosion products domain is equal to the sum of the 
diffusive fluxes entering the two-invert continua. The diffusive flux split will depend on the 
diffusive properties in the corrosion products domain and both invert continua together with the 
concentration gradients across the corrosion products domain/invert interface. 
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Seepage Flux into the Drift 
and Condensation Flux from Drift Wall 
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Figure 6.6-4. 	Schematic of the Potential Flow Pathways in the EBS 

Imbibition Flux 
from Host Rock 
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Table 6.6-1. Summary of Transport Modes and Parameters for the EBS Transport Pathways with 
Dual-Continuum Invert 

Transport Pathway Transport Modes Transport Parameters and Data Sources 
1. Waste form and Diffusion through stress No lateral or forward dispersion. 

corrosion products corrosion cracks (no Colloidal particles will transport radionuclides. 
domains advective transport through 

stress corrosion cracks). Diffusive area for each stress corrosion crack is 

Diffusion and advection 
7.7 x 10 	m (see Table 6.3-3). 

through corrosion products Diffusive area for each patch is provided by WAPDEG 

and patches. (SNL 2007 [DIRS 178871]). 

Diffusion coefficient (all radionuclides): 

• Species dependent free-water diffusion 
coefficients given in Table 4.1-7 

• Modified for porosity and saturation (see Section 
6.3.4.3.5) 

• Temperature modification defined in 
Section 6.3.4.1.2; waste form temperature is 
provided by Multiscale Thermohydrologic Model 
calculations (SNL 2007 [DIRS 181383]) 

• Colloid diffusion coefficient computed as a 
function of waste form and corrosion product 
temperatures and sampled colloid particle 
diameter using Equation 6.3.4.4-1 (see Section 
6.3.4.4). 

The cross-sectional area Acpfinved for radionuclide 
transport is given by the interface between the waste 
package corrosion products domain and the invert 
domain. 

See Section 6.5.2 for further details. 
2. 	Intragranular invert Diffusion from corrosion No advection from corrosion products domain into 

continuum products domain through the invert intragranular continuum. Advection UZ into 
invert intragranular invert intragranular continuum (F7). 
continuum. Diffusion coefficient (all radionuclides): 

• Species dependent free-water diffusion 
coefficients given in Table 4.1-7 

• Modified for porosity and saturation (see 
Section 6.3.4.1) 

• Temperature modification defined in 
Section 6.3.4.1.2; invert temperature is provided 
by Multiscale Thermohydrologic Model 
calculations (SNL 2007 [DIRS 181383]) 

• Colloid diffusion coefficient computed as a 
function of invert temperature and sampled colloid 
particle diameter using Equation 6.3.4.4-1 (see 
Section 6.3.4.4). 

Flow cross-sectional areas given by the top surface 
area of the invert, Amuz (Equation 6.5.2.3-4). 
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Table 6.6-1. Summary of Transport Modes and Parameters for the EBS Transport Pathways with 
Dual-Continuum Invert (Continued) 

Transport Pathway Transport Modes Transport Parameters and Data Sources 
3. Intergranular invert 

continuum 
Diffusion and advection (Fs) 
from corrosion products 
domain through the invert 
intergranular continuum. 

Liquid flux for advection = F6 = F5 (diverted by WP) + 
F4 (flux through WP) + F3 (diverted by drip shield). 

Diffusion coefficient (all radionuclides): 

o Species dependent free-water diffusion 
coefficients given in Table 4.1-7 

o Modified for porosity and saturation (see 
Section 6.3.4.1) 

o Temperature modification defined in 
Section 6.3.4.1.2; invert temperature is provided 
by Multiscale Thermohydrologic Model 
calculations (SNL 2007 [DIRS 181383]) 

o Colloid diffusion coefficient computed as a 
function of invert temperature and sampled colloid 
particle diameter using Equation 6.3.4.4-1. 

The cross-sectional area Avuz for radionuclide 
transport is the top surface area of the invert 
(Equation 6.5.2.3-4). 

4. Invert intragranular — 
intergranular 
interface 

Diffusion between the invert 
intergranular continuum and 
the intragranular continuum. 

Mass transfer coefficient uses (see Section 6.6.3.1): 
o 	Diffusion coefficient of the intragranular continuum 
o Sampled geometry -dependent factor, /3 

(Invert_Geometry_Coef) 

o 	Diffusive path length equal to mean invert tuff 
particle radius, 5 mm. 	— 

	• 	
. 

Parameters are dependent on discretization of the 
invert model; see Section 6.5.2.5 for discretization and 
implementation details. 

5. Invert-UZ interface Advection from the invert 
intragranular continuum to UZ 
matrix (F8). 

Advection from the invert 
intergranular continuum to UZ 
fractures (F9). 

Diffusion from the invert 
intragranular continuum to UZ 
fractures and matrix. 

Diffusion from the invert 
intergranular continuum to UZ 
fractures and matrix. 

The invert diffusion calculation uses radionuclide 
concentrations in the WP corrosion products domain 
as the boundary condition at the top of the invert and a 
series of UZ computational cells below the invert that 
provide a gradient to a zero radionuclide concentration 
at some distance from the bottom of the invert. See 
Section 6.5.2.6. 

 

NOTE: WP = waste package 
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(Eq. 6.6.3-2) 
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For discussion of the diffusive flux treatment at the corrosion products domain/invert interface 
consider a diffusive flux term, either aqueous or colloid flux, within the transport mass balance 
equation. Let Zinterface denote the spatial location of the corrosion products domain/invert 
interface. Then for z < Zinterface 3 the diffusive flux for radionuclide species i at a location within 
the corrosion products domain is: 

OCP S  w CPDiCP 
aC 

aZ

iC P  

where Ocp  is the porosity of the single-continuum corrosion products domain. 

(Eq. 6.6.3-1) 

For z > z/tiler/ace, the diffusive fluxes within the intergranular invert and intragranular invert media 
are, respectively, 

aC iin
' 	
ra  

OiniraS 	D.. 	. 
az 

(Eq. 6.6.3-3) 

The mass transport across this interface is coupled by the flux continuity condition at the 
interface: 

where 

OCP 
oC.cp A c, 	aCiin  

_cp  icp 	 — {Pinter° w _interLi

n 
 iinter az + 

, 

aZ 

n aCiintra  

OintraS w intraLjiintra az + 

(Eq. 6.6.3-4) 

a 	a 

az and az+ 

are the derivative from above and the derivative from below, respectively, at the interface. 

A similar flux continuity condition for each invert continuum is applied at the 
invert/UZ interface. 

6.6.3.1 	Invert Dual Continuum Interface Transfer 

If a gradient exists in the concentration of dissolved radionuclide species i ,or of colloids that 
contain radionuclide species i, mass will be transferred across the interface between the two 
continua. The mass transfer coefficients for dissolved species and colloids, a (s -1 , given by 
Equation 6.5.1.2-24), are dependent on the geometry and diffusivity in the neighborhood of 
the interface. 
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Mass will also be transferred with advective flow across the interface as a result of head or 
pressure gradients between the two continua, for example, when imbibition into the tuff matrix 
(i.e., intragranular continuum) occurs. This effect is ignored in the invert since it should be a 
short term and infrequent occurrence. 

When advective interface mass transfer is neglected, the mass transfer coefficient has the form 
(Gerke and van Genuchten 1996 [DIRS 167466], p. 345; Corapcioglu and Wang 1999 
[DIRS 167464], p. 3263; Simunek et al. 2003 [DIRS 167469], pp. 28 and 30): 

a= fi 
 

d 2  Die  (Eq. 6.6.3.1-1) 

where /3 is a dimensionless geometry-dependent coefficient, d is a characteristic length (m) of 
the matrix structure (e.g., half the aggregate width or half the fracture spacing), and D ie  is an 
effective diffusion coefficient (m 2  s-1 ) that represents the diffusion properties of dissolved 
species at the interface between the two continua for radionuclide species i. For colloids 
containing sorbed radionuclides, D ie  represents the diffusion properties of those colloids at the 
interface between the two continua. 	The subscript i on the diffusion coefficient in 
Equation 6.5.1.2-24 has been dropped in Equation 6.6.3.1-1. 

Mass transfer coefficients obtained analytically using Laplace transform comparisons derived 
values for /3 of 3 for rectangular slabs, 8 for solid cylinders, and 15 for spheres (Gerke and van 
Genuchten 1996 [DIRS 167466], p. 345). Values of /3 have also been obtained (Gerke and van 
Genuchten 1996 [DIRS 167466]) by directly matching analytical solutions of the diffusion 
models to results obtained with the first-order model such as Equation 6.5.1.2-20. Gerke and van 
Genuchten (1996 [DIRS 167466]) derived an empirical expression to estimate /3 for complex 
and mixed types of structural geometry. A dimensionless surface-area-to-volume ratio of a 

A 
particle, 4' V  ag 

 , is defined, where ag  is the effective length of the matrix pore system; for 

example, for a solid cylinder, ag  is the radius; for a cube, ag  is half the length of a side; for a 
sphere, ag  is the radius. Thus, for a solid cylinder, 4-  = 2 , and for a sphere and a cube, C = 3 . 
For values 2 < 10 , Gerke and van Genuchten (1996 [DIRS 167466], p. 354) give the 
following fitted empirical expression: 

/3 =11.4275 —7.4438C +3.54734-2 . 	 (Eq. 6.6.3.1-2) 

For cubes and spheres, Equation 6.6.3.1-2 gives a value for /3 of 21.0 (compared to 15 for a 
sphere using the analytical method), and for a solid cylinder, /3 = 10.7 (compared to 8 from the 
analytical method). Since the geometry of crushed tuff invert particles is uncertain, these 
estimates of /3 help to establish a range of values over which /3 can be sampled. 

The crushed tuff invert material will be produced by a tunnel boring machine that will excavate 
the drifts for the repository. The cuttings from tunnel boring machines can be characterized as 
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generally well graded material containing large flat and elongated chips and moderate excess of 
fines (Gertsch et al. 1993 [DIRS 107880], p. 20). Tests done on samples of TSw2 tuff using a 
linear cutting machine produced cuttings that, in the plus inch fraction, were elongated and flat, 
while the finer particles were more cubic (Gertsch et al. 1993 [DIRS 107880], p. 42-43). The 
operating parameters expected to be utilized in the Yucca Mountain Project tunnel boring 
machine will reduce the maximum particle size and result in the particles being more cubic 
(Gertsch et al. 1993 [DIRS 107880], p. 44). Particle sizes for the invert material will range from 
0.075 mm (No. 200 sieve) to 50 mm, with 50 percent of the particles passing a 10-mm sieve 
(SNL 2007 [DIRS 179354], Table 4-1, Parameter Number 02-08B). Therefore, the average 
diameter for invert crushed tuff particles (spherical or cylindrical) is 10 mm; and if the particles 
are treated as cubes, the average length of a side is 10 mm. The characteristic length d 
(Diff Lengthinvinterintra) is the radius or half the distance through a cube, or 5 mm. 

The invert material will be composed of particles that are roughly spherical or cubic, along with 
elongated particles that can be considered roughly cylindrical. For cylinders, cubes, and spheres, 
estimates of 13 (Invert_Geometry_Coef) range from 8 to 21. A particle shape distribution is not 
available; therefore, a uniform distribution for 16 is appropriate. 

The model for the mass transfer between overlapping continua is represented by the diffusion of 
solute on a macroscopic control volume scale, i.e., between two entire domains or computational 
cells, rather than on the elemental volume scale used to formulate the mass balance equations in 
Section 6.5.1.2. Consequently, the mass transfer between the two invert , continua is not written 
as a gradient of diffusive mass flux with respect to the coordinate dimensions. In the discrete 
formulation, this flux is modeled as a diffusive flux between two invert cells. For the discrete 
realization of the invert continua mass transfer, the diffusive length within the intergranular 
continuum is taken to be zero. This is a result of the water within the intergranular continuum 
consisting of a film of negligible thickness on the surface of the intragranular materials. The 
diffusive length within the intragranular continuum depends on some mean diffusive length 
within the crushed tuff material. This diffusive length is taken as a mean radius of spherical 
particles, 5 mm. The diffusive area is estimated as the surface area of all spherical particles 
necessary to fill the invert volume. Therefore, the characteristic length parameter, d, is identified 
as the diffusive length (5 mm) within the intragranular continuum. 

6.6.3.2 	Discretization of Dual-Continuum Invert Alternative Computational Model 

Discretization of the continuum mass balance equations for EBS transport model is described in 
Section 6.5.2.5 for a single-continuum invert. Numerical modeling of the EBS radionuclide 
transport is performed using the GoldSim software (GoldSim Technology Group 2007 
[DIRS 181727]) cell pathway capability. The cell pathway acts as a batch reactor, where 
radionuclide mass is assumed to be instantaneously and completely mixed and partitioned among 
all media (fluid or solid) within the cell. When multiple cells are linked together in a cell 
network via advective and diffusive mechanisms, GoldSim numerically solves the coupled 
system of equations to compute the radionuclide mass present in each cell and the mass fluxes 
between cells as a function of time. 

Within a computational cell network, each cell is allowed to communicate by advection and/or 
diffusion with any other cell. This concept is crucial in implementing the bifurcation of diffusive 
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fluxes across an interface between a single continuum domain and a dual continuum domain, 
such as at the interface between the corrosion products domain and the dual continuum invert 
domains. Each computational cell is provided with parameters describing water volumes, 
diffusive properties, and advective and diffusive flux links to other cells. Between any two cells, 
the diffusive flux can be bidirectional, depending on the concentration gradient, while the 
advective flux is unidirectional. The output of a cell is given in terms of the advective and 
diffusive mass fluxes for radionuclide species i and its concentration at the cell center. 

In this ACM, the invert is conceptualized as a dual continuum domain of intergranular and 
intragranular continua. The discretization of the invert domain, using GoldSim, consists of two 
cells—one representing the invert intergranular continuum and the other representing the invert 
intragranular continuum. 

Between the corrosion products and invert domains, an advective flux communication exists 
from the corrosion products cell to the invert intergranular cell only; none enters the 
intragranular invert cell. Any advective flux due to imbibition from the host rock to the invert 
enters the intragranular cell only. The advective exchange from the intergranular continuum to 
the intragranular continuum is excluded by capillary pressure differences. Diffusive flux 
communication exists between the single-continuum corrosion products and dual-continuum 
invert. It is shown subsequently in this section how the diffusive flux bifurcation at this interface 
satisfies the flux continuity condition (Equation 6.5.1.2-54). The mass balance transport 
equations for the dual-continuum invert cells are coupled by the radionuclide mass transfer flux 
(Section 6.6.3.1), which is represented within GoldSim as a diffusive flux link between the 
intergranular and intragranular invert cells. 

Below the invert, part of the near-field UZ is modeled by an array of cells, which serves to 
establish a far field zero-concentration boundary and an accurate representation of the flux at the 
invert-to-UZ interface. The EBS-UZ interface model is described in more detail in 
Section 6.5.2.6. The dual-continuum approach for modeling the UZ is considered by creating 
UZ matrix and fracture cells. The two invert cells communicate with the UZ matrix and fracture 
cells directly below them in the UZ cell array (Section 6.5.2.6). 

For transport from the corrosion products domain (single-continuum) to the invert domain (dual-
continuum), the flux continuity condition at the interface provides the diffusive flux bifurcation 
between the single-continuum and the dual-continuum. 

The diffusive fluxes of radionuclide species i within the corrosion products cell, the invert 
intergranular cell, and the invert intragranular cell are, respectively, 

(60„,D,A) („„ 
FiCP = 	Lcp  CP  k‘-' ' 1CP CiCPlinvint) 

= 15iCP(CiCP CiCPlinvint) ,  

(Eq. 6.6.3.2-1) 
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where 

	

 (o  DiA~inler  tc, 	_ c an,er)  Fiinf„ = 	 iCP I invint  

	

= 15  iinter(C  iCP 1 invini 	C  iinier) ,  

i A). Fiinfra  = 	infra 	1 ,-7,/ • yin! 	C Immo) 
Linma 	 In 

	

iinira(C  iCP I invint 	C  iintra) 

(Eq. 6.6.3.2-2) 

(Eq. 6.6.3.2-3) 

DAP 	= effective diffusion coefficient of radionuclide species i within 
the corrosion products cell (m2  s-1 ) 

effective diffusion coefficient of radionuclide species i within 
the invert intergranular cell (m2  s-1 ) 

effective diffusion coefficient of radionuclide species i within 
the invert intragranular cell (m 2  s-1 ) 

LAP 	= diffusive length within the corrosion products cell (m) 

Lull, 	 diffusive length within the invert intergranular cell (m) 

L,„,, 	=  diffusive length within the invert intragranular cell (m) 
= — inter 

concentration of radionuclide species i in the corrosion 
products cell (kg i m-3) 

concentration of radionuclide species i in the invert 
intergranular cell (kg i m-3) 

= concentration of radionuclide species i in the invert 
intragranular cell (kg i m-3) 

concentration of radionuclide species i at the interface C  iCP I invini  
between the corrosion products and invert cells (kg i m-3) 

. and the D,= 	"'D 'A  are respective diffusive conductances (m3 
S

-1
). 

The flux continuity at the interface requires: 

FiCP = Finger + Fiinov• 
	 (Eq. 6.6.3.2-4) 

From the flux continuity, the interface concentration of radionuclide species i is determined as a 
function of the diffusive parameters and the cell concentrations as: 
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CiCP I invint 

ACP + b  tinter Aintra 

(Eq. 6.6.3.2-5) 
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This provides the invert intergranular and intragranular diffusive fluxes of radionuclide species i, 
respectively, as: 

F„er  = 	— C 
D+Diinler + Dunira  

nu  b.. 
+ 	nntra  C inner ) 

D jcp Dithier + Ahura 

nicPnunfra 	(C i  —C cp 	ii  
un 	

nfra) 
F "- = b DiCP 	

iimer 

+ 
	

" Diinler 
 linfra nnirn 	C  unler 15 jcp 	+ inure  

(Eq. 6.6.3.2-6) 

(Eq. 6.6.3.2-7) 

The expression for the diffusive flux of radionuclide species i from the corrosion products cell to 
the invert intergranular cell can be expressed as a diffusive conductance multiplied by a 
concentration difference of radionuclide species i between the corrosion products cell and the 
invert intergranular cell plus a corrective flux between the invert intergranular and intragranular 
cells. Similarly, the expression for the diffusive flux from the corrosion products to the invert 
intragranular cell is expressed as a diffusive flux between the corrosion products and the invert 
intragranular cell minus the same corrective flux between the invert cells. The inclusion of the 
corrective flux term is explained as follows. The flux to both invert cells should depend on the 
diffusive properties in the corrosion products cell and the two invert cells, together with the 
concentrations in these three cells. Therefore, the flux to the invert intergranular cell cannot be 
expressed only in terms of the concentration drawdown between the corrosion products cell and 
the invert intergranular cell. The corrective term includes the dependence of the invert 
intergranular flux on the concentration of radionuclide species i in the invert intragranular cell. 
Further, the corrective flux term is not a true flux expression between the two invert cells, since 
the diffusive conductance coefficient is dependent on the diffusive area between the corrosion 
products and the invert, and the diffusive lengths are the lengths with respect to flow from the 
corrosion products cell to the invert cells. 

The invert fluxes result in defining three diffusive conductances from the flux expressions: 

liecp ,„„„ (co, — C,„„er  )= 	 „ 	(C,cp  — C„„,„), 	(Eq. 6.6.3.2-8) 
Dicp  Dinner  + Ahura  

icp +15D,cp11415nier,m+tra D ?infra  
ACP I intra(C  iCP 	C  iinlra) 	 1CP 	iintra), 	(Eq. 6.6.3.2-9) (c. - c 
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- cii„,) = 	15"r 15"—,, 	- ciin,), (Eq. 6.6.3.2-10) 
D icp  Dimier+ Dunlra 

where 

iCP inter 

15  iCP I infra 

iintra inter 

effective diffusive conductance between corrosion products 
cell and invert intergranular cell (m 3  s-1 ) 

effective diffusive conductance between corrosion products 
cell and invert intragranular cell (m 3  s-1 ) 

effective diffusive conductance between invert intragranular 
and intergranular cells (m3  s-1 ). 

In order to accommodate the GoldSim representation of diffusive conductance as a two-term 
expression, the diffusive conductances of radionuclide species i are written as: 

15  iCP inter = 

 

1 
, (Eq. 6.6.3.2-11) 

 

La, 	 + 	Linter  

(On  Di )CP[ 	  

vp iMinter + (19w D iMintra 

(19„,Di  Amer 	(e„,Di AL, 

DiCP I infra = 

1 , (Eq. 6.6.3.2-12) 
La, 	 L infra  

P[( 	Minter + OwD Mintra 

(0„,D 	 wl (O 3°, A) infra  
19  

15  iintra I inter = 

  

1 .(Eq. 6.6.3.2-13) 

  

Linter 	 Lintra  

Lcp (OwD infra 	
+ 

inter L
cp (0„,Di  Altura  ± Linfra (0,,,Di A)cp  

  

,Di  

 

Another approach to discretizing the dual-continuum invert requires introduction of an interface 
cell, located between the corrosion products cell and the invert cells. This approach is used for 
this alternative invert model. The interface cell provides an approximate interface concentration 
and the resulting flux split at the corrosion products to invert cell interface. The interface cell is 
conceptualized as a very thin slice of the corrosion products cell. 

This implies the interface cell takes on the corrosion products diffusive properties, with the 
exception of diffusive length. Let the diffusive length within the interface cell be some small 
fraction (an Interface_Scale_Factor) of the corrosion products diffusive length, say, 
Interface Scale Factor = 10-6 : 

LCP-int 10-6 LCP 	 (Eq. 6.6.3.2-14) 
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(19,,DiA)cp 	(19„DiA)inlra 

(Eq. 6.6.3.2-17) 
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The use of an Interface Scale Factor of 10 -6  is examined in Section 6.6.3.4. 

The diffusive conductance between the corrosion products cell and the corrosion products 
interface cell is calculated as the harmonic average: 

niCP I CP-int = 
1 

(Eq. 6.6.3.2-15) 
Lcp  
	  „ 
(19n,D Akp  (B„,Di A)cp  

For diffusion between the interface cell and the invert intergranular and intragranular cells, the 
diffusive conductances are, respectively, 

ACP-int I infer = 

 

(Eq. 6.6.3.2-16) 
Linvert  

DiA)inter 

The interface cell concentration of radionuclide species i is computed as part of the cell network 
solution. Because the transport mass balance equations conserve mass, the mass flux leaving the 
interface cell must equal the sum of the mass fluxes entering the two invert cells. The solution 
provides the flux continuity across the interface between the corrosion products interface cell and 
invert cells. This formulation expects the flux exiting the corrosion products cell (or entering the 
interface cell) to be approximately equal to the flux exiting the interface cell. This 
approximation is dependent on the diffusive length within the interface cell. The error in this 
approximate solution will approach zero as the diffusive length of the interface cell 
approaches zero. 

At the invert-to-UZ interface, there is diffusive transport between both the invert cells and the 
UZ matrix and fracture cells. This implies four connections: from invert intergranular to UZ 
matrix, from invert intergranular to UZ fracture, invert intragranular to UZ matrix, and from 
invert intragranular to UZ fracture. An analysis similar to that for the diffusive conductances 
between the corrosion products cell and the dual invert cells (Equations 6.6.3.25-11 through 
6.6.3.2-13) would provide expressions for diffusive conductances for each of the four diffusive 
flux links. However, for the TSPA, the approximation provided by introducing an interface cell 
when diffusing from a single to a dual continuum exits is used. An approximate solution is 
obtained by the introduction of two interface cells at the invert-UZ interface. This approach is 
identical to that used above for the interface between the corrosion products cell and the invert 
dual continuum cells. One interface cell represents a thin slice of the invert intergranular cell, 
and the other represents a thin slice of the invert intragranular cell. Let the length of both invert 
interface cells be a fraction (an Interface_Scale_Factor) of the invert diffusive length, say, 
Interface Scale Factor = 10-6 : 
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L 	= 	 6int 	 10 L  mverl • 
	 (Eq. 6.6.3.2-18) 

The use of an Interface Scale Factor of 10 4  is examined in Section 6.6.3.4. 

The diffusive conductance between the invert intergranular cell and the invert intergranular 
interface cell is: 

Diinier I infer—int 	L invert  

1 

 

(Eq. 6.6.3.2-19) 

 

LI in! 

(19„Di  A) inter 	(61„,Di  21) inter  

while the diffusive conductance between the invert intragranular cell and the invert intragranular 
interface cell is: 

Diinlra/infra—int = 

  

1 

  

(Eq. 6.6.3.2-20) 

 

L  Linverl 	inverl  
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The fluxes of radionuclide species i from the invert intergranular interface cell to the matrix-
fracture UZ cells are computed with diffusive conductances: 

   

1 

   

(Eq. 6.6.3.2-21) iinler—in! UZm 

 

Linverl Luz  
DiA 

  

  

inter 

 

UZm 

  

(Eq. 6.6.3.2-22) 

Similarly, the fluxes of radionuclide species i from the invert intragranular interface cell to the 
matrix-fracture UZ cells are computed with diffusive conductances: 

1  

Aintra—int I UZm = 

'-'invertinl 	Luz 
 + 
Owl) infra 	wD 

1 
Diintra—int I UZf = 

Linvert int 	LUZ  

(0„,Di A)intra  (61„,Di Atzf  

(Eq. 6.6.3.2-23) 

(Eq. 6.6.3.2-24) 

One last term to be discussed is the mass transfer term, am„ between the two invert continua 
given by Equation 6.5.1.2-21. This term appears in the mass balance for the transport of 
radionuclides dissolved in the aqueous phase and reversibly sorbed (Equation 6.5.1.2-40, or, for 
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the one-dimensional case, Equation 6.5.1.2-48), and in the mass balance for kinetically adsorbed 
radionuclides on iron oxyhydroxide colloids (Equation 6.5.1.2-43, or Equation 6.5.1.2-49 in one 
dimension). In these equations, the mass transfer between overlapping continua is represented 
by the diffusion of solute on a macroscopic control volume scale. Consequently, the mass 
transfer between the two invert continua is not written as a gradient of diffusive mass flux with 
respect to the coordinate dimensions, and the treatment described above for diffusive 
conductances does not directly apply. For the discrete realization of the invert continua mass 
transfer, the diffusive length within the intergranular continuum is taken to be zero. This is a 
result of the water within the intergranular continuum consisting of a thin film on the surface of 
the intragranular materials. The diffusive length within the intragranular continuum depends on 
some mean diffusive length within the crushed tuff material. This diffusive length is taken as a 
mean radius of spherical particles. The effective diffusive area is estimated as the surface area of 
all spherical particles necessary to fill the invert volume. Therefore, the characteristic length 
parameter, d (m), is identified as the diffusive length within the intragranular continuum, and the 
diffusive area to length ratio is: 

where V,,„„,„ is the volume of the invert intragranular continuum (m 3), 0,n,ra  is the water content 
in the invert intragranular continuum (percent), and fi is the sampled geometry-dependent 
factor, InvertGeometry_Coef (dimensionless). The effective diffusive conductance is: 

Die = D iin  (---A  
" L inter/infra 

(Eq. 6.6.3.2-26) 

6.6.3.3 	Dual-Continuum EBS-UZ Boundary Condition 

The EBS-UZ boundary condition implementation described in Section 6.5.2.6 is used to obtain a 
realistic concentration boundary condition at the invert-UZ interface. For the dual-continuum 
invert alternative model, the boundary condition implementation is modified to account for 
diffusive fluxes from each invert continuum to both UZ fractures and matrix. This 
implementation is represented in Figure 6.6-5. 

The mass flux from either invert continuum flows into the top layer of the middle zone in the 
UZ. The intergranular invert advective flux flows into the top middle UZ fracture cell, while the 
intragranular invert advective flux flows into the top middle UZ matrix cell. Advective transfer 
of water between the two continua is ignored. The diffusive flux from each of the invert 
continua can go into both UZ continua based on the concentration gradient and effective 
diffusion coefficient. The advective flux flowing through the UZ fracture cells in the middle 
zone is given by the greater of the advective flux out of the invert and the steady state UZ 
fracture flux. The advective flux in the two outer zones is given by the steady state UZ flow in 
each continuum at the repository horizon; the drift shadow effects are ignored in the transport 
calculations as a bounding approximation. 
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The mass flux from the dual continuum invert domain to the dual continuum UZ, computed at 
the boundary of the EBS-UZ interface, would be passed to the UZ transport model, which is 
described in Particle Tracking Model and Abstraction of Transport Processes (SNL 2007 
[DIRS 181006]). In addition to the total mass flux, the relative fraction of the mass going into 
each of the fracture and the matrix cells at the EBS-UZ boundary is required by the UZ transport 
model. This fracture-matrix partitioning of mass is calculated on the basis of the mass fraction 
going into the fracture continuum (compared to the matrix continuum) from the dual continuum 
invert domain in the EBS-UZ interface model. This partitioning is time dependent and captures 
the temporal processes active in the EBS, such as varying radionuclide concentrations in the 
waste form, corrosion products, and invert domains and changing water flux through various 
subcomponents of the EBS. 

6.6.3.4 	Verification of Dual Invert/Dual UZ Diffusive Flux Bifurcation 

In this section, calculation of the diffusive flux from a single cell (corrosion products) to dual 
invert cells (intergranular invert and intragranular invert) and then to two UZ cells (UZ matrix 
and UZ fracture) is tested. These tests show that the approximations in the GoldSim 
implementation using an Interface_Scale_Factor of 1.0 x 10-6  are correct and that the 
implementation in GoldSim agrees with Microsoft Excel calculations. 

In this verification test calculation, there is no diffusive communication between the dual 
continuum invert cells, and there is no diffusive communication between the UZ matrix/fracture 
cells. The corrosion products cell provides a diffusive flux to the dual continuum invert cells. 
Each invert cell provides a diffusive flux to both the UZ matrix and fracture cells. For this 
verification, at time zero, an initial mass of one gram is released in the corrosion products cell, 
while all other cells have initial mass of zero. Parameters controlling diffusion through this test 
network were not determined strictly from TSPA data, but were set so that measurable mass 
transport to all cells within the network occurs in a reasonable time frame. No parameters were 
assigned a value of one (other than the initial mass in the waste form cell), because any mistake 
in multiplication or division by a unit parameter would not be readily detectable. 
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Figure 6.6-5. 	Computational Grid in the EBS-UZ Interface Model (Dual-Continuum Invert) 
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Two analytical approaches (Al and A2) to the flux bifurcation can be taken when diffusion 
occurs from a single cell to dual cells: 

Al: The first approach computes diffusive conductances between the single cell and each 
dual continuum cell; an auxiliary conductance is required between the dual continuum cells. 
This formulation presents the appearance of a diffusive flux communication between the dual 
continuum cells, when physically there is no such flux. This approach requires a five-cell 
network (corrosion products, invert intergranular, invert intragranular, UZ matrix, and UZ 
fracture) and provides an exact representation of the fluxes. 

A2: The second approach incorporates an interface cell between cells where diffusion 
bifurcates from a single continuum cell to dual continuum cells. The interface cell provides 
an approximate concentration at the flux bifurcation interface. For diffusion from a single 
continuum cell to dual continuum cells, the interface cell is conceptualized as a thin slice of 
the single continuum cell. This implies that, for the proposed cell network, an interface cell 
is located between the corrosion products cell and the dual invert continuum cells. This cell 
is assigned representative properties of the corrosion products cell, with the exception of the 
diffusive length. The diffusive length for the interface cell is taken to be an 
Interface_Scale_Factor times the diffusive length of the corrosion products cell. Between the 
intergranular invert cell and the dual UZ cells, an intergranular invert interface cell is 
introduced with diffusive properties of the intergranular invert and a diffusive length of the 
Interface_Scale_Factor times the diffusive length of the invert. Similarly, between the 
intragranular invert cell and the dual UZ cells, an intragranular invert interface cell is 
introduced. This conceptualization requires an eight-cell network (five cells of Al plus three 
interface cells) and provides an approximate solution. 

Three solutions to the diffusion problem are presented: 

S1: The first solution is an Excel calculation using the Al approach. This provides an exact 
solution for the transport network. 

S2: The second solution is an Excel calculation using the A2 approach. This provides an 
approximate solution dependent on the Interface_Scale_Factor parameter. A successive 
refinement of the Interface_Scale_Factor demonstrates the convergence of the approximate 
solution (S2) to the exact solution (Si). 

S3: The third solution is a GoldSim stand-alone calculation using the A2 approach. This 
solution is compared with solution S2 to verify the GoldSim implementation of the model 
within the EBS transport abstraction. 

The convergence of the approximate solution S2 to the exact solution Si with refinement of the 
Interface Scale Factor is shown in Figure 6.6-6, where the relative error [I(S1 — S2)I/S1] of the 
mass in place for each network cell is plotted as a function of the Interface_Scale_Factor. 
Figure 6.6-6 shows that the solution S2 converges to the exact solution Si (i.e., a relative error of 
zero) with first order convergence rate with respect to the Interface_Scale_Factor. The error in 
the UZ matrix cell is not observed in Figure 6.6-6, since it is overlain by the error in the UZ 
fracture cell. 
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Figure 6.6-7 presents the GoldSim V. 8.02.500 (2005 [DIRS 174650]) solution S3 and the 
Microsoft Excel solution 52. The Microsoft Excel solution S2 and GoldSim solution S3 use an 
Interface Scale Factor of 1.0 x 10 -6. Figure 6.6-7 shows the mass in place for each of the five 
cells and demonstrates the excellent agreement between the Microsoft Excel solution and 
GoldSim solution. After 2 years, the maximum relative error for the corrosion products cell and 
the two invert cells is 0.2 percent, and the maximum relative error for the two UZ cells is 
1.5 percent. 

These results confirm that the bifurcation of diffusive flux from a single continuum (corrosion 
products domain) to a dual continuum (invert domain) and then to another dual continuum (UZ) 
is accurate and properly implemented in GoldSim. 

	

6.6.3.5 	Summary of Dual-Continuum In ert Alternative Conceptual Model 

This ACM treats the crushed tuff in the invert as a dual continuum comprised of two pore spaces 
- intragranular pore space (tuff particle matrix) and intergranular pore space. Although 
radionuclide transport by both advection and diffusion can occur in both pore spaces, the 
dominant flow and transport processes in each of these two pore spaces is generally different. 
The invert is conceptualized in this ACM as overlapping dual continua using a dual-permeability 
approach, wherein flow and transport occur in both pore spaces, and mass transfer takes place 
between the two pore spaces. Despite the potential for increased accuracy compared to the base 
case, single-continuum model, insufficient data exist to validate diffusion coefficients in the 
individual continua. There are also insufficient data to confirm whether this is a bounding 
approach with respect to chemical behavior in the invert. Therefore. the single-continuum model 
is used in the TSPA. 

6.6.4 Alternative Invert Diffusion Coefficient Models 

The following two alternative models for determining the diffusion coefficient in the invert arc 
assessed in this section: the single-continuum invert diffusion coefficient model and the 
dual-continuum invert diffusion coefficient model. 

	

6.6.4.1 	Alternative Single-Continuum Invert Diffusion Coefficient Model 

As an alternative to the Archie's law approach for deterniination of the diffusion coefficient for 
the single-continuum invert (Section 6.3.4.1), diffusion through the crushed tuff invert ballast is 
modeled using an approach that has been applied to diffusion in soils. Studies generally show 
that the bulk diffusion coefficients of soils at high water content decline with the moisture 
content and that a Millington-Quirk power law developed for high moisture content overpredicts 
the diffusion coefficient at low moisture content (Nye 1979 [DIRS 1673771; Olesen et al. 1999 
[DIRS 1545881). The studies also show that, below a critical moisture content, the diffusion 
coefficient for granular materials becomes negligible (So and Nye 1989 [D1RS 1705881). 
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Olesen et al. (1996 PIRS 1557001) found the best description of the bulk diffusion coefficient of 
granular soils is the following: 

2.2h 
(1000— 2.2b)' 	 (Eq. 6.6.4.1-1) 

D = 0, 	 0 < 2.2b, 

where D, 0, and Dare the bulk diffusion coefficient (m 2  s -I ), moisture content (percent), and 
bulk porosity of the soil (fraction), respectively; D, is the free water diffusion coefficient for 
species 1; in this calculation, the self-diffusion of water, 2.299 x 0-9  M2  S-1  at 25°C (Mills 1973 
[DIRS 1333921, Table III), is used as representative of a free water diffusion coefficient for a 
radioelement. The term 2.2h (percent) corresponds to the critical moisture content for these 
soils. In this expression, the parameter b corresponds to the dimensionless slope of the Campbell 
moisture retention curve on a log-log plot that varies with the pore and grain size distribution of 
the soil (Olesen et al. 1996 [DIRS 155700]). 

Source .  DTN: M00508SPAUZDIF 000 IDIRS 182278] 

Figure 6.6-6. 	Relative Error of Mass-in-Place for Microsoft Excel Approximate Solution 

D = 0.0045D B 
(0 — 2.26)  
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Source: DTN M00508SPAUZDIF 000 [DIRS 1822781. 

Figure 6.6-7. 	Comparison of Microsoft Excel and GaldSim Flux Bifurcation Solutions 

This behavior for granular materials is generally explained (Olesen et al. 1999 [DIRS 154588]) 
in terms of a picture in which: 

• Above the critical moisture content, the bulk diffusion coefficient of granular materials 
is dominated by diffusion coefficient in films of moisture on the grain surfaces. 

• The diffusion coefficient declines as the moisture content decreases and the tortuosity 
associated with these films increases. 

• Below the critical moisture content, diffusion by the surface films cannot be supported 
and the diffusion coefficient is reduced to a very low value. 

Conca and Wright (1990 [DIRS 101582]) have concluded that this picture is consistent with their 
measurements of crushed tuff 

A moisture retention relation proposed by Campbell (1985 [DIRS 100565], pp. 45 to 47) is used 
to develop the moisture potential relation for the crushed tuff invert. The relationship between 
moisture potential, 

"
(J kg-1 ), and volumetric moisture content, 6 1 (percent), is the soil moisture 

retention curve, described by the function (Campbell 1985 [DIRS 100565], p. 43): 

= Vit-09/6), Y 8 

	
(Eq. 6,6.4.1-2) 
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where v, is the air-entry moisture potential (i.e., water potential at which the largest water-filled 
pore in the soil will drain) (1 ke), B, is the saturated moisture content (percent), and h is the 
slope (dimensionless) of the In v versus In 9 curve. As the mean pore diameter becomes 
smaller, the air-entry moisture potential decreases (becomes more negative). The b parameter 
increases as the standard deviation as  (mm) of the pore size increases. Campbell studied the 
relationships between geometric particle diameter, ac (mm). geometric standard deviation, a s  
(mm), and air entry potential, ve  (Ike). By fitting Equation 6.6.4.1-2 to measured data, he 
obtained the following approximate relationships for soils (Campbell 1985 [DIRS 100565], 
p. 45) having a bulk density of 1.300 kg rr1-3 : 

Vies = —0.5d;' 	 (Eq. 6.6.4.1-3) 

b = 	+0.2o-s  , 	 (Eq. 6.6.4.1-4) 

where v e, is the air-entry moisture potential (J kg-1 ); the subscript es refers to the bulk density 
of 1,300 kg rri -:4 . The geometric standard deviation depends on the soil texture. The geometric 
standard deviation can be estimated from a soil texture diagram as equal to I for coarse sand 
particles and 5 for fine-grained material (Campbell 1985 [DIRS 100565], Figure 2.1). 

The results for the Campbell retention relation for crushed tuff of 0.31 bulk porosity and 
calculations at various grain sizes ranging from 0.317 mm to 20 mm, which encompass the 
majority of the expected crushed tuff grain sizes for the invert (SNL 2007 [DRS 181383]. 
Appendix X), are shown in Table 6.6-2_ Table 6.6-2 also shows the associated range of the 
critical bulk moisture content in Equation 6.6.4.1-1. 

Table 6.6-2. Parameters Developed for Crushed Tuff 

Parameter 
Grain Size (mm) a  0.317 3 10 20 
Bulk Porosity b  0.31 0.31 0.31 0.31 
Standard Deviation, crg  (mrn) c  5 1 1 1 
Slope of the Campbell retention curve. b 2.78 0.777 0.516 0.424 
Critical bulk moisture content, 2.2b (%) 6.12 1.71 1.14 0.932 
"SNL 2007 [DIRS 181383], Appendix X, Section X.4. 
" SNL 2007 [DIRS 181383], Appendix X, Section X.3. 
Campbell 1985 [DiRS 100565], Figure 2.1. 

Figure 6.6-8 shows the corresponding range in the diffusion coefficient evaluated according to 
Equation 6.6.4.1-1. In general, the invert will include a distribution of tuff grain sizes. 
Therefore, the determination of the critical bulk moisture content is made by sampling from a 
uniform distribution between 0.932 percent and 6.12 percent. This corresponds to the range of 
tuff grain sizes from 20 mm to 0.317 mm, as shown in Table 6.6-3; a uniform distribution is 
appropriate for covering the range for an initial analysis of an ACM. The corresponding 
diffusion coefficient would then be evaluated for this sampled moisture content according to 
Equation 6.6.4. I -1. 
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Source: Conca and Wright 1992 [DRS 100436]; CRWMS M&O 2000 [D1RS 156680]; Hu et al. 2001 [D1RS 161623]. 

Figure 6.6-8. Range of the Bulk Diffusion Coefficients for Crushed Tuff 

For conditions in which advective flow does not occur in the crushed ruff, observations indicate 
that the intergranular moisture content will generally be negligible. Conca and Wright 
(1990 [DIRS 101582]) observed that tuff gravel samples allowed to stand for several hours in the 
presence of 100 percent relative humidity reached moisture contents between 0.5 and 1.5 percent 
and negligible surface moisture. The measured diffusion coefficients were found in these cases 
to be below their measurement limit of 1.03 x 10 -15  m` s Therefore, in the portion of the 
invert in which there is no flow, the diffusion coefficient is expected to be negligible. 

For conditions in which flow does occur in the crushed tuff, the bulk diffusion coefficient can be 
directly evaluated from Equation 6.6.4.1-1 as described above. The uncertainty is accounted for 
by expressing the threshold in terms of the critical bulk moisture content: 

D=0.00450 	(0 — 0,) 

• 	

61.0 0 
(1000— 0, ) 	

, 
 

D =0, 	 0 < 0,, 
(Eq. 6.6.4.1-5) 

where 0 is the bulk moisture content (percent), given by Equation 6.5.2.3-11. and B , . is the 
critical value of the bulk moisture content, 2.2h (percent). The critical bulk moisture content is 
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selected by sampling a uniform distribution between 0.932 percent and 6.12 percent, as discussed 
earlier in this section. 

Diffusion coefficients of crushed tuff have been estimated using the ultracentrifuge technique 
and measurements of electrical resistivity. Conca and Wright (1992 [DIRS 100436]) and Conca 
et al. (1993 [DIRS 170709]) measured the bulk diffusion coefficients for a variety of granular 
materials, including crushed tuff, as a function of moisture content. Figure 6.6-8 shows the 
results of their measurements of crushed tuff samples with tuff grains sizes between 6.3 mm and 
9.5 mm, and between 2 mm and 4 mm. Diffusion coefficients for crushed tuff with grain sizes 
between 2 mm and 4 mm have also been measured by Hu et al. (2001 [DIRS 161623]); these 
results are also shown in Figure 6.6-8. Finally, the diffusion coefficient measured for samples of 
crushed tuff with an unspecified distribution of grain sizes (CRWMS M&O 2000 
[DIRS 156680]) are also shown in Figure 6.6-8. Comparison of all of these measurements for 
crushed tuff indicates that the model provides a reasonable representation of the diffusion 
coefficient for these measured moisture contents (1.4 to 55 percent). 

6.6.4.2 	Alternative Dual-Continuum Invert Diffusion Coefficient Model 

In general, the literature supports a dual continuum picture of the diffusive conductance by the 
invert granular material. For example, Roberts and Lin (1997 [DIRS 101710]) observed multiple 
conduction pathways in their measurements of the electrical conductance of unsaturated tuff 
samples. Their measurements indicated conduction by adsorbed water on the solid surfaces of 
the tuff samples and conduction by water within the tuff rock. These measurements support a 
dual continuum picture of the tuff samples in which the water on the surface of the samples 
corresponds to the intergranular continuum and the water within the samples corresponds to the 
intragranular continuum. 

Other observations also support this picture. Porter et al. (1960 [DIRS 123115]) studied the way 
in which chloride ions move through soil and the effect of the moisture content of the soil on this 
movement. These characteristics were interpreted in terms of diffusion within the soil grains and 
diffusion on the solid surfaces of those grains. Nye (1979 [DIRS 167377]) concluded that, to a 
first approximation at least, diffusion can be considered to occur through two independent 
pathways in soil: through moisture between the soil grains and through the grains themselves. 
In this picture, the bulk diffusion coefficient, D, is represented by: 

= D,,„„An„, + u„ \1 
	

(Eq. 6.6.4.2-1) 

where D  is the diffusion coefficient for the intergranular continuum determined by the 
moisture films on the surfaces of the grains, Diantra is the diffusion coefficient for the 
intragranular continuum determined by the moisture within the grains, and O n„, is the 
intergranular porosity of the material. 
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In this picture, the bulk diffusion coefficient is dominated by the saturation-dependent 
intergranular diffusion coefficient above the critical bulk moisture content, while 
below this critical value, the intragranular diffusion coefficient dominates. That is, 
Equation 6.6.4.2-1 becomes: 

D, 4„,(9)0,n1„, 
D, = D,,„„a (1 —  

0 Oc  

8 < 9  
(Eq. 6.6.4.2-2) 

where Oc  is the critical moisture content (percent). In this picture, the intergranular diffusion 
coefficient is represented by the bulk diffusion coefficient model in Equation 6.6.4.1-1, divided 
by the intergranular porosity: 

— 0 
D = 0 45D  	 0 Bc  

unlei 	* 	1000„,. ) 1000, — 0c  

Dun, = DI,„„„ 	 0 <0c . 

(Eq. 6.6.4.2-3) 

DI,„„, is the measurement limit, 10-16  m2  s-1 , 0, is the bulk porosity of the invert, 

01 = 0inter + ( 1  — Tinter /' (fraction), and Oc  (percent) corresponds to 2.2b in Equation 6.6.4.1-1. 

The intragranular diffusion coefficient is determined by the following considerations. 

Reimus et al. (2002 [DIRS 163008]) measured diffusion coefficients for saturated whole rock 
samples of tuff. The measured values for the samples ranged from 1.5 x 10 -11  m2  s-1  
to 2 x 10-9 m2  s-1 . From these measurements, Reimus et al. (2002 [DIRS 163008], p. 2.25, 
Equation 2.5) developed a correlation between the saturated diffusion coefficient, Dms  and the 
porosity, An  and intrinsic permeability, lc„,, of the tuff rock matrix: 

log o 0  D., = —3.49 + 1.380. + 0.165 log o 0  km . 	 (Eq. 6.6.4.2-4) 

The tuff samples were from Pahute Mesa, Nevada, but many of them are similar to tuff rocks at 
Yucca Mountain. To evaluate the flow characteristics of the drift invert, matrix porosity and 
intrinsic permeability for tuff from two different Topopah Spring welded tuff units, TSw35 and 
TSw36, were identified (DTN: LB0207REVUZPRP.002 [DIRS 159672]; Spreadsheet: 
Matrix_Props.xls, Row 20, Column C). These properties are summarized in Table 6.6-3. Using 
the correlation in Equation 6.6.4.2-4, the diffusion coefficient for saturated tuff whole rock with 
a saturated moisture content of 10.3 percent is 3.69 x 10-11  m2  s-I , and the diffusion coefficient 
for a saturated moisture content of 13.1 percent is 6.73 x 10 -11  m2  s-I . 
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Table 6.6 -3. Tuff Matrix Properties for TSw35 and TSw36 

Parameter TSw36 TSw35 
Porosity of the rock matrix in an individual granule, On  0.103 0.131 

Intrinsic permeability, km  (m2 ) 2.00 x 10-19  4.48 x 10-18  

Saturated diffusion coefficient (from Equation 6.6.4.24), Dms  (m2  s-1 ) 3.69 x 10_ 11  6.73 x 10-11  

DTN: LB0208UZDSCPM1.002 [DIRS 161243]; Spreadsheet "drift-scale calibrated properties for mean 
infiltration2.xls," Rows 17-18, Columns B-C. 

A laser ablation microprofiling technique has been used to estimate the diffusion characteristics 
for an unsaturated whole tuff rock sample (Hu et al. 2001 [DIRS 161623]). Hu et al. 
(2001 [DIRS 161623], p. 25) found that, for a measured moisture content of the sample 
of 8.9 percent, the internal diffusion coefficients were on the order of 10-16  m2  s-1  (Hu et al. 2001 
[DIRS 161623], p. 25). This result indicates a very low intragranular diffusion coefficient for 
tuff at intragranular saturations below about 80 percent. 

The model developed for the intragranular diffusion coefficient considering this information is 
the following. For intragranular moisture content, Bintra  below 8.9 percent, a value of 

10-16 m2 s- 
tra is used to represent the diffusion coefficient. For saturated conditions (  Infra  0 100 

the intragranular porosity), the diffusion coefficient is set to a value corresponding to 
Equation 6.6.4.2-4. For unsaturated grains with moisture content above 8.9 percent, a power-law 
extrapolation from the saturated value is used. The overall model proposed for the intragranular 
diffusion coefficient is the following power law model: 

D;infra  = Dms 

9intra  
\P 

( 100)  Ointra 	Omin  
(Eq. 6.6.4.2-5) 

D ;infra 	D 
	

Bintra < 0„,;„ 

where 0 mtra  is the intragranular moisture content (percent), Din„. is the intragranular porosity 
(fraction), Ann, is the measurement limit, 10-16  m2  s-1 , and 0,n,„ is equal to 8.9 percent. The 
exponent p is the slope of Equation 6.6.4.2-5 in a plot of log, 0 (D,,,,,ra  ) versus log lo (0,„fra  ). This 

0 A „ plot is a straight line (in log-log space) between points 	'—'—'m , ,„ 	(6 and ( 
100 	t 	., mfr. 3  Dms ) • Thus, p is 

given by: 

log o  (D thnil ) - log io  (D nis ) 
p= 	Ommn 

log io ( 	log lo (Ointra ) 
j  100  

(Eq. 6.6.4.2-6) 
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The dual porosity model for the invert diffusion coefficient follows by specifying values 
for the intergranular and intragranular diffusion coefficients. 	The intergranular 
diffusion coefficient is evaluated from Equation 6.6.4.1-5 and dividing by the intergranular 
porosity (i.e., Equation 6.6.4.2-3). 	The intragranular diffusion coefficient is evaluated 
from Equation 6.6.4.2-5. 	The effective bulk diffusion coefficient is determined from 
Equation 6.6.4.2-2. 

6.6.4.3 	Summary of Alternative Invert Diffusion Coefficient Conceptual Models 

These conceptual models consider alternatives to Archie's law for determining the diffusion 
coefficient in the crushed tuff invert. One variation treats the invert as a single continuum, as in 
the base model; the second variation models the invert as a dual continuum comprised of two 
pore spaces—intragranular pore space (tuff particle matrix) and intergranular pore space. 
Despite the potential for increased accuracy compared to the base case single-continuum model 
using Archie's law, insufficient data exist to validate diffusion behavior at very low water 
contents. In addition, these alternative conceptual models do not provide upper bounds on 
diffusion coefficients, as the Archie's law approach does. Therefore, invert diffusion 
coefficients are computed in TSPA using Archie's law. 

6.6.5 Reversible Sorption of Radionuclides onto Waste Package Corrosion Products 

The conceptual model in this section describes the alternative approach of allowing for reversible 
sorption onto stationary corrosion products by using Kd values. 

Descriptions of sorption based on a Kd are approximate because this approach is empirical, with 
little information about underlying mechanisms, and is therefore not easily extendable to 
different chemical environments and physical substrates (sorptive media). The use of a linear 
isotherm is also approximate because it does not predict saturation of the sorption sites with 
sorbed species that may include natural components of the groundwater. The mass of iron 
oxyhydroxides from waste package corrosion is large (Tables 6.3-8 and 6.3-9), so each waste 
package provides many sites for sorption. For these reasons, the Kd approach is an order of 
magnitude measure of contaminant uptake in geologic environments (Davis and Kent 1990 
[DIRS 143280]). 

The use of the linear isotherm (Kd) approach to represent the subsequent release of radionuclides 
into fresh recharge (i.e., the desorption process) can be inconsistent with observations in geologic 
media. Typically, contaminants become more closely attached to a mineral surface after 
sorption, either adsorbed at high energy sites on the surface or absorbed through overcoating and 
buried due to other mineral surface reactions. The net result is that only a fraction of the original 
sorbed population remains available at the surface and able to react with adjacent solutions or be 
accessed by microorganisms. A linear isotherm (Kd) approach, on the other hand, assumes that 
all sorbed radionuclides are freely able to desorb from the substrate. 

Sorption distribution coefficients are typically measured for groundwaters and substrates at 
ambient or near ambient temperatures. There are few experimental data for sorption distribution 
coefficients at the elevated temperatures that may occur in the EBS with either the repository 
design and operating mode described in Yucca Mountain Science and Engineering Report 
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(DOE 2001 [DIRS 153849]) or an alternative thermal operating mode. In this situation, the 
available data for sorption distribution coefficients were used to define the ranges of Kd values 
for the earlier TSPA analyses, but it is not possible to distinguish alternative thermal operating 
modes. The effect of temperature on sorption coefficients was reviewed by Meijer (1990 
[DIRS 100780], p. 17). Measured sorption coefficients onto tuffs were higher at elevated 
temperatures for all elements studied: americium, barium, cerium, cesium, europium, plutonium, 
strontium, and uranium. The conclusion was drawn that sorption coefficients measured at 
ambient temperatures should be applicable and generally bounding when applied to describing 
aqueous transport from a repository at elevated temperatures. This conclusion must be tempered 
by the possibility that elevated temperatures could result in changes in the near-field mineralogy 
and water chemistry that are not predictable by short-term laboratory and field experiments. 

As discussed previously, the use of a linear isotherm is an empirical, order-of-magnitude 
description of mineral surface processes because it is not based on underlying physical or 
chemical mechanisms. In essence, a Kd value is valid only for the specific substrate and 
chemical conditions under which it is measured. More defensible models of contaminant uptake 
by mineral surfaces require a more comprehensive mechanistic understanding of the chemical 
reactions involved (Davis et al. 1998 [DIRS 154436]). In lieu of a more involved mechanistic 
treatment based on surface complexation that includes a provision for kinetic sorption, Kd values 
can provide a first-order picture of the sorption process, using generic ranges based on soils and 
iron oxyhydroxides. The rationale for this approach is described below. 

Based on previous TSPA calculations, the pH of waste package fluids is expected to fall within 
the range observed in soils and groundwaters, with pH values between 5 and 10 (SNL 2007 
[DIRS 180506], Section 6.10.1[a]). Although the composition of in-package fluids will vary 
with time due to degradation of the waste package components (primarily steels, Zircaloy 
cladding, SNF, and waste glass), major characteristics (such as alkalinity and system redox state) 
will be controlled by equilibrium with atmospheric carbon dioxide and free oxygen. The 
primary reactive components in the degraded waste package environment are iron hydroxides, 
the same mineral phases that tend to dominate trace element sorption in soils. The only major 
element species that will be present in waste package fluids, but that tend to be scarcer in natural 
soils and groundwaters, are those containing uranium. 

The trace element composition of waste package fluids will differ due to the presence of metal 
components and various radiogenic isotopes. On the other hand, the waste package environment 
is expected to contain greater volumes of iron hydroxides than all but the most iron-rich soils. 
Consequently, sorption calculations using ranges of Kd values measured on iron-containing soils 
or iron hydroxides provide a reasonable measure of sorption inside the waste package. 

Sorption distribution coefficients often vary by at least an order of magnitude. Each range of Kd 
represents the compilation of many experimental measurements with wide variations in sorbant 
composition and characteristics, contaminant level, solution composition and temperature, and 
method of measurement. 

Sorption distribution coefficient values for a linear, reversible isotherm can be interpreted 
physically (Stumm 1992 [DIRS 141778], Section 4.12) in terms of retarding the movement of a 
contaminant relative to the velocity of the water carrying it. If the average water velocity is t7 
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(m s-1 ) and the front of the contaminant concentration profile has an average velocity v„ the 
retardation of the front relative to the bulk mass of water is described by the relation: 

R =— T =1+--b  K 
d'  vc  

(Eq. 6.6.5-1) 

where R 1  is the retardation factor (dimensionless ratio of water velocity to the concentration 
front velocity), pb  is the bulk density of the rock (kg m-3) having a porosity 0 (fraction). For 
example, a contaminant with a Kd of 1,000 mL g-1  will move at one ten-thousandth the rate of 
the carrier water for a rock porosity of 20 percent and a rock density of 2,000 kg 111-3 . A 
contaminant with a Kd of 1 mL g-1  will move at one-eleventh the velocity of the carrier water, 
and a contaminant with a Kd of 0 moves at the velocity of the water, both for the same values of 
rock porosity and rock density. These effective transport velocities provide an estimate of the 
delay for first breakthrough of the contaminant; after the sorption sites are completely saturated, 
changes in mass flow rate will be delayed only by the water transport time through the system. 

The corrosion product assemblage is predicted by the in-package chemistry model reaction path 
calculations to be made up primarily of iron oxyhydroxides (e.g., goethite, hematite, ferrihydrite) 
and aluminum oxides. Lesser amounts of manganese oxides, metal phosphates and clay minerals 
are anticipated. The integrated sorptive properties of the assemblage might therefore be 
approximated as being that of iron oxyhydroxides with some aluminum oxides. The latter 
possess high specific surface areas and a strong chemical affinity for many radionuclides. 
Cesium primarily exchanges onto clay minerals. Strontium and radium tend to exchange onto 
clay lattices in soils, although strontium does sorb onto iron oxyhydroxides, particularly above 
pH 7. The fact that strontium and radium behave similarly in soils indicates that limited radium 
uptake by iron oxyhydroxides can be expected as well. Under oxidizing conditions technetium 
and iodide sorb negligibly to most soil components. However, reduction of technetium on solid 
surfaces containing reduced elements (e.g., iron metal) can cause strong retardation. 

Table 6.6-4 summarizes the observations above by listing the components of soils that tend to 
control sorption. Iron oxyhydroxides are an important sorbing component of soils for all 
radioelements except iodine and technetium. 

Table 6.6-4. Influences Over Radionuclide Sorption in Soils 

Element 
Important Solid Phase and Aqueous-Phase Parameters 

Influencing Contaminant Sorption* 

Americium [Clay Minerals], [Iron/Aluminum Oxide Minerals], pH 

Cesium [Aluminum/Iron Oxide Minerals], [Ammonium], Cation Exchange Capacity, [Clay Mineral], 
[Mica-like Clays], pH, [Potassium] 

Iodine [Dissolved Halides], [Organic Matter], Redox, Volatilization, pH 

Neptunium [Clay Minerals], [Iron/Aluminum Oxide Minerals], pH 

Radium BaSO4 Coprecipitation, [Dissolved Alkaline Earth Elements], Cation Exchange Capacity, 
[Clay Minerals], Ionic Strength, [Iron-/Aluminum-Oxide Minerals], [Organic Matter], pH 

Technetium [Organic Matter], Redox 
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Table 6.6 -4. Influences Over Radionuclide Sorption in Soils (Continued) 

Element 
Important Solid Phase and Aqueous-Phase Parameters 

Influencing Contaminant Sorption* 
Plutonium [Aluminum/Iron Oxide Minerals], [Carbonate, Fluoride, Sulfate, Phosphate], [Clay Mineral], 

[Organic Matter], pH, Redox 
Strontium Cation Exchange Capacity, [Calcium], [Carbonate], pH, [Stable Strontium] 
Thorium [Aluminum/Iron Oxide Minerals], [Carbonate], [Organic Matter], pH 
Uranium [Aluminum/Iron-Oxide Minerals], [Carbonate, Fluoride, Sulfate, Phosphate], [Clay Mineral], 

[Organic Matter], pH, Redox, [U] 
Source: EPA (2004 [DIRS 172215]), Table 5.35. 

EPA (1999 [DIRS 170376]), Table 5.20. 
*Parameters listed in alphabetical order. Square brackets represent concentration. 

Corrosion product Kd ranges have been compiled by the Electric Power Research Institute 
(EPRI) (2000 [DIRS 154149], Table 6-9) from a literature review of iron oxyhydroxide sorption 
measurements. The U.S. Environmental Protection Agency (EPA) has compiled Kd values for 
soils for many of the same radionuclides (EPA 1999 [DIRS 170376]; EPA 2004 
[DIRS 172215]). 

The large role of iron and aluminum oxyhydroxides minerals in controlling overall soil Kd values 
is explicitly recognized in the EPA documents. For this reason, one would expect EPA soil Kd 
values and EPRI iron oxyhydroxides Kd values to be similar and both to provide a reasonable 
approximation of retardation in the waste package corrosion products. There are some caveats, 
however, the most important one being that Kd values for a given material and radionuclide are 
approximate values that can vary widely depending on the specifics of the measurement 
(solid/solution ratio, radionuclide level, time allowed for equilibration). General coherence in an 
order-of-magnitude sense is the best that can be expected as the Kd approach does a poor job of 
reproducing actual transport profiles; see, for example, Bethke and Brady (2000 [DIRS 154437]) 
and Reardon (1981 [DIRS 154434]). 

Table 6.6-5 gives Kd ranges describing retardation in the waste package corrosion products for 
13 radionuclides, with the minimum Kd and maximum Kd being the ranges used in this ACM. 
Distributions for Kd values in Table 6.6-5 are log-uniform for all elements except for iodine, for 
which the range is small, justifying a uniform distribution. All the other elements in Table 6.6-5 
have Kd values that range over more than an order of magnitude. A log-uniform distribution is 
specified to avoid the high-end bias that results from sampling from a uniform distribution that 
has a large range. The upper range for technetium is valid only under reducing conditions. 
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Table 6.6-5. Summary of Partition Coefficient (Kd) Ranges and Distributions for Retardation in the Waste 
Package Corrosion Products 

Element Kd Range (ml g-1 ) Kd Range Source 

Ac 1,000-20,000 EPRI 2000 [DIRS 154149], Table 6-9 
Am 1,000—>100,000 EPA 2004 [DIRS 172215], 

Section 5.2.5.1; 
1,000-20,000 EPRI 2000 [DIRS 154149], Table 6-9 

C 0-100 EPRI 2000 DIRS 154149], Table 6-9 
Cs 10-3,500 EPA 1999 [DIRS 170376], Table D.10 

(low clay soils); 
1-200 EPRI 2000 [DIRS 154149], Table 6-9 

I 0-1 EPRI 2000 [DIRS 154149], Table 6-9 
Np 0.16-929 EPA 2004 [DIRS 172215], 

Section 5.6.5.4; 
10-1,000 EPRI 2000 [DIRS 154149], Table 6-9 
(0.1-1,000) (reduced by factor of 100 for U site 

saturation) 
Pa 100-10,000 EPRI 2000 [DIRS 154149], Table 6-9 
Pu 60-15,000 EPA 1999 [DIRS 170376], p. G-4 

1,000-20,000 EPRI 2000 [DIRS 154149], Table 6-9 
Ra 1-120 EPA 2004 [DIRS 172215] 

(Section 5.7.5.1: use Sr values) 
50-1,000 EPRI 2000 [DIRS 154149], Table 6-9 

Sr 1-120 EPA 1999 [DIRS 170376], Table 5.13 

10-100 EPRI 2000 [DIRS 154149], Table 6-9 
Tc 0-1,000 EPRI 2000 [DIRS 154149], Table 6-9 
Th 20-300,000 EPA 1999 [DIRS 170376], Table 5.15 

1,000-20,000 EPRI 2000 [DIRS 154149], Table 6-9 
U 0-630,000 EPA 1999 [DIRS 170376], Table 5.17 

50-10,000 EPRI 2000 [DIRS 154149], Table 6-9 

This ACM is not used as the base model in TSPA for several reasons. First, it does not account 
for limitations on the number of sites available for sorption. Second, it does not account for 
competition for sorption sites among the radionuclides that can sorb. Third, it does not account 
for sorption when the pH and Pc02  is changing. 

6.6.6 Plutonium Sorption onto Stationary Corrosion Products and Colloids 

Iron oxides and hydroxides are a primary sorptive sink for many metal ions and metal oxyion 
complexes in natural systems. Desorption studies have been done with ferrihydrite and goethite 
using Mn(II), Co(II), Ni(II), Cu(II), Pb(II), Zn(II), Cd(II), Cr(III), and the metal complexes 
arsenate, chromate, selenate, selenite, and uranyl; Pu(IV) and Pu(V) have also bee examined 
(Barney 1984 [DIRS 174702]; Schultz et al. 1987 [DIRS 173028]; Ainsworth et al. 1994 
[DIRS 173033]; Payne et al., 1994 [DIRS 174707]; Coughlin and Stone 1995 [DIRS 173030]; 
Manning and Burau 1995 [DIRS 174725]; Davis and Upadhyaya 1996 [DIRS 173743]; Eick 
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et al. 1999 [DIRS 174704]; Fendorf et al. 1996 [DIRS 173034]; Fendorf et al. 1997 
[DIRS 173031]; Ford et al. 1997 [DIRS 174727]; Grossl et al. 1997 [DIRS 173032]; Sanchez 
et al. 1985 [DIRS 107213]; Lu et al. 1998 [DIRS 100946]; and Lu et al 1998 [DIRS 174714]). 
Adsorption of these metal species onto iron oxyhydroxides is initially very rapid, reaching a 
steady-state concentration within minutes to hours; however, slow uptake commonly continues 
indefinitely. Desorption is also initially rapid, though generally slower than adsorption. It is 
often incomplete, with the fraction of readily desorbed metal a function of the metal/oxide 
contact (pre-equilibration) time, the time allowed for desorption, and, in some cases, the 
pre-equilibration pH (Schultz et al. 1987 [DIRS 173028]). Continued slower desorption is 
commonly observed for the duration of the experiment. For this reason, Schultz et al. (1987 
[DIRS 173028]) have stated that the term "slowly reversible sorption" should be preferred over 
"irreversible sorption" when discussing metals that remain bound to the sorbent during 
desorption re-equilibration. In many cases, though, a fraction of the metal does appear to be 
irreversibly sequestered by the iron oxyhydroxide. As a result, there is a decrease in the labile, 
or readily available, fraction of metal ions in the system and a drop in the net metal toxicity. 

Many mechanisms have been proposed for slowly reversible sorption; most would result in the 
observed continued slow uptake of metal from solution as well. Possible mechanisms include: 

• Incorporation of metal ions into the FeOOH structure by isomorphic substitution. This 
mechanism has been suggested to occur during recrystallization of ferrihydrite as 
goethite, but may also be effective during growth or coarsening (Ostwald ripening) of 
goethite in suspension. Irreversible adsorption of divalent metal ions, of similar size to 
Fe+3 , has been attributed to this process (Schultz et al. (1987 [DIRS 173028]); Ainsworth 
et al. 1994 [DIRS 173033]; Ford et al. 1997 [DIRS 174727]; Coughlin and Stone 1995 
[DIRS 173030]). Watson (1996 [DIRS 173035]) has shown that entrapment of adsorbed 
contaminant ions by crystal growth permanently sequesters such ions from the 
environment, as solid-state diffusion of ions out of mineral structures is too slow at near-
surface temperatures to allow for re-equilibration. 

A related mechanism, potentially important during recrystallization of ferrihydrite as 
goethite, is overgrowth and encapsulation of sorbed or precipitated phases during goethite 
formation and growth. 

• Formation of slowly dissolving metal hydroxide surface precipitates (Fendorf et al. 1996 
[DIRS 173034]). However, such precipitates are unlikely to form at concentrations 
much lower than the solubility of the contaminant. 

• Sorption of ions onto high-energy sites on the FeOOH surface. If such sites are 
numerous relative to the concentration of the sorbent, then with time, an increasing 
number of sorbent ions will become bound in the more stable high-energy sites relative 
to the lower energy sites, and the proportion of slowly reversible or irreversibly bound 
metal will increase. 

• A time-dependent change in the metal-surface site stoichiometry, resulting in a higher 
energy bond. 	Fendorf et al. (1997 [DIRS 173031]) and Grossl et al. (1997 
[DIRS 173032]) demonstrated that arsenate and chromate initially formed monodentate 
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surface complexes on goethite, but with time these transformed into more stable 
bidentate complexes, resulting in progressively larger fractions of slowly desorbing 
adsorbate. Adsorption of ions to the FeOOH surface in two or more distinct 
stoichiometries will yield a progressive increase in the amount of adsorbed metal, and an 
increase in the fraction of slowly desorbing metal, if the formation rate constant for the 
more stable surface complex is considerably slower than that of the less stable complex. 
The degree of adsorption would level out with time, as secular equilibrium is reached. 

• Creation of and adsorption to sites higher in binding energy than those initially 
available, e.g., changes in the surface properties of the substrate with aging. Such 
changes occur during the transformation of ferrihydrite to goethite. However, Schultz et 
al. (1987 [DIRS 173028]) performed experiments with nickel, zinc, and chromium and 
showed that the relative proportion of quickly and slowly desorbed adsorbate did not 
vary with the age of the ferrihydrite used (goethite progressively ingrows as the material 
ages), indicating that goethite and ferrihydrite do not "irreversibly adsorb" differing 
amounts of adsorbate. (This is consistent with the sorption model implemented in the 
base case [Section 6.5.2.4]; there are fewer sites per unit surface area on HFO relative to 
goethite, but HFO has a higher surface area. The net number of high energy sites is 
nearly the same on both materials.) 

• Slow diffusion of ions into and out of the crystal structure. Coughlin and Stone (1995 
[DIRS 173030]) have suggested that divalent metal ions first adsorb onto the mineral 
surface, and then slowly diffuse into internal binding sites; hence, the slow continued 
uptake of metals by iron oxyhydroxides. The slow desorption would presumably be the 
result of diffusion out of the internal sites. However, as stated earlier, solid-state 
diffusion rates are too slow under natural conditions for this mechanism to be effective 
(Watson, 1996 [DIRS 173035]). 

• Slow diffusion of ions into and out of micropores and microfractures on the mineral 
surface, or into and out of mineral aggregates (e.g., ferrihydrite floc). Ainsworth et al. 
(1994 [DIRS 173033)]) suggest that the observed variations in metal ion behavior 
indicate that this mechanism is not an important cause of slowly reversible adsorption. 
The degree to which a metal ion is strongly adsorbed is dependent upon its coordination 
chemistry (Coughlin and Stone, 1995 [DIRS 173030]); if diffusion into micropores were 
the causal mechanism, then all metal ions should be similarly affected. 

• For plutonium, a special mechanism has been proposed (Keeney-Kennicutt and Morse 
1985 [DIRS 106313]); Sanchez et al. 1985 [DIRS 107213]; Morse and Choppin 1986 
[DIRS 174703]; Runde et al. 2002 [DIRS 168432]; Powell et al. 2005 [DIRS 174726]). 
Pu(V) reduces to a more stable Pu (IV) on the goethite surface, which is both stabilized 
in the reduced oxidation state and more strongly sorbed, and thus, less sensitive to 
changes in solution chemistry such as pH or ionic strength. For instance, the Pu(V) 
sorption edge occurs in the pH range 5 to 7, while the Pu(IV) sorption edge occurs at 
pH 3 to 5. The mechanisms for Pu(V) reduction to Pu(IV) during sorption are not 
known, and Sanchez et al. (1985 [DIRS 107213]) hypothesized that it could either 
happen upon adsorption onto the surface or in the adsorbed layer near solid-solution 
interface. Sanchez et al. (1985 [DIRS 107213]) suggested a few possible causes for 
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Pu(V) reduction, including reducing impurities in the sorbent material or, as proposed 
earlier by Keeney-Kennicutt and Morse (1985 [DIRS 106313]) a heterogeneous Pu(V) 
disproportionation reaction to produce Pu(IV) and Pu(VI). Sanchez et al.(1985 
[DIRS 107213]) confirmed the presence of Pu(IV) in the solid and solution through 
solvent extraction and also noticed that Pu(V) was stable in solution whereas Pu(IV) was 
stable on the goethite solid. Runde et al. (2002 [DIRS 168432]) offer supporting data; 
they evaluated redox thermodynamic data for Pu and concluded that Pu(IV) solids are 
likely to control Pu solubilities under water chemistries typical of natural environments. 

The degree to which these processes permanently sequester the contaminant varies. 
Incorporation into the iron oxyhydroxide crystal structure or sequestration by overgrowth is 
effectively permanent, as release is limited by dissolution of the iron oxide. Release from 
surface precipitates is limited to the solubility of the precipitated species. Migration into higher 
affinity sites, or changes in the stoichiometry of the sorbed phase, raises the Kd and stabilizes the 
sorbed species with respect to changes in water chemistry. Even reversible sorption effectively 
immobilizes a contaminant, if sufficient iron oxyhydroxide is present, the Kd is large enough, and 
the water chemistry is restricted to the range at which sorption is high. Because many metals and 
metal-oxyanions sorb so strongly to Fe-oxyhydroxides at near-neutral pH, desorption 
experiments commonly require either adjusting the pH to values too low to represent natural 
conditions or adding chelating agents which would not be present in natural environments. 

Because the mechanism by which plutonium and americium are strongly sorbed on Fe-
oxyhydroxide surfaces is not well known, it is difficult to evaluate the degree to which sorption 
is truly irreversible, and the sensitivity of that assumption to changes in chemical conditions. 
Therefore, alternative conceptual models to non-equilibrium sorption are considered here. To 
determine the appropriate form for that ACM, we evaluate project data for sorption of plutonium 
onto goethite and hematite from DTN: LA0004NL831352.001 [DIRS 150272]; development of 
this data is described by Lu et al. (1998 [DIRS 100946]) and Lu et al. (1998 [DIRS 174714]). 

Yucca Mountain Project Experimental Sorption-Desorption Data for Plutonium 

The Yucca Mountain Project has performed sorption and desorption experiments with Pu(V) in 
natural and synthetic J-13 waters, using hematite and goethite colloids. The experimental 
procedures used in these experiments are documented by Lu et al. (1998 [DIRS 100946]); 
however, the sorption data presented there contains errors; the actual sorption data used is from 
DTN: LA0004NL831352.001 [DIRS 150272], and is described by Lu et al. (1998 
[DIRS 174714]). The desorption data from Lu et al. (1998 [DIRS 100946]) is used, however, as 
there is no project DTN containing this information. 

In this model report, corrosion products are assumed to be a mixture of goethite and HFO, and in 
this ACM, Kds derived from goethite experiments are used as the basis for a model involving 
reversible sorption. The hematite data are presented for comparison. 

Sorption experiments—The sorption experiments are described by Lu et al. (1998 
[DIRS 100946], pp. 10 to 12; Sorption #2 experiments). They were performed at room 
temperature using air-equilibrated natural and synthetic J-13 waters, with pH values of 8.2 and 
8.5, respectively. In these experiments, 1 mL of 2.74 x 10 -7 M 239Pu solution was added to 
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20 mL of colloid solution containing approximately 1 g L -I  colloids (Lu et al 1998 
[DIRS 174714], Table 1), resulting in a sample containing 0.02 g (nominal) colloid in 21 mL of 
1.3 x 10-8  M Pu(V) solution. Samples were collected over a period of 5,760 minutes (4 days). 
The remaining plutonium in solution was determined by liquid scintillation counting (LSC), a 
standard analytical technique for measuring radiation from a- and f3-emitting radionuclides by 
detecting small flashes of light emitted by radionuclides placed in an organic solution. The 
results of these experiments are presented in Table 6.6-6. For both hematite and goethite, in both 
natural and synthetic J-13 water, sorption is initially very rapid, reaching a high value within 
minutes to hours; however, slow uptake continues until the end of the experiment. Behavior is 
slightly different in natural and synthetic water, but in three of the four cases examined, sorption 
exceeded 99 percent, resulting in Kd values of 105  to 106  (DTN: LA0004NL831352.001 
[DIRS 150272]). In the fourth case, goethite in natural J-13 water, sorption continued to increase 
through the experiment, but had only reached 90 percent after 4 days; the final Kd value was 
about 8.7 x 103  mL g (DTN: LA0004NL831352.001 [DIRS 150272]). 

In each of these cases, the measured Kd value is considered to be a minimum value. Either 
concentrations in solution decreased below the detection limit, or concentrations were continuing 
to drop when the experiment was terminated. 

Table 6.6-6. Sorption of Pu(V) onto Hematite and Goethite Colloids 

Minerals Time (min.) 
Fraction of Pu Sorbed Kd (mL di ) 

J-13 SYN.J-13 J-13 SYN.J-13 

Hematite 

10 0.539 0.933 1.20 x 103  1.67 x 104  

30 0.565 0.966 1.32 x 103  3.39 x 104  

60 0.594 0.957 1.51 x 103  2.78 x 104  

240 0.674 0.996 2.22 x 103  3.66 x 105  

360 0.740 0.998 3.03 x 103  5.91 x 105  
1,440 0.907 0.999 9.98 x 103  2.08 x 106  

2,880 0.948 1.000 1.87 x 104  NC 

5,760 0.994 0.999 1.96 x 105  NC 

Goethite 

10 0.303 0.831 3.97 x 102 5.06 x 103 

30 0.328 0.831 4.40 x 102  4.98 x 103  

60 0.360 0.837 5.18 x 102  5.36 x 103  

240 0.515 0.911 1.01 x 103  1.03 x 104  

360 0.595 0.932 1.39 x 103  1.40 x 104  

1,440 0.793 0.987 3.45 x 103  7.65 x 104  

2,880 0.869 0.997 6.00 x 103  7.63 x 10 5  

5,760 0.902 0.991 8.72 x 103  1.39 x 10 5  
Source: LA0004NL831352.001 [DIRS 150272]. 

Desorption experiments-Procedures for the plutonium desorption experiments are described by 
Lu et al. (1998 [DIRS 100946]). Substrate for the desorption experiments was produced by 
equilibrating 0.5 g of colloids with 20 mL of J-13 or synthetic J-13 water, with a Pu(V) 
concentration of 2.74 x 10-7  M. Following equilibration, the samples were centrifuged, and the 
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colloids resuspended in 5 mL of unspiked electrolyte. Periodically over a period of 150 days, 
these samples were centrifuged and the electrolyte extracted and replaced with fresh solution. 
The extracted liquid was filtered and analyzed by LSC. The results of this analysis are listed in 
Table 6.6-7, as presented by Lu et al. (1998 [DIRS 100946], Tables 10 and 11), and are plotted 
in Figure 6.6-9. Lu et al. (1998 [DIRS 100946]; 1998 [DIRS 174714]) and Runde et al. (2002 
[DIRS 168432]) interpreted the small amounts of desorbed plutonium to indicate that kinetics of 
plutonium desorption from Fe-oxides/oxyhydroxides are much slower than the kinetics of 
sorption, a conclusion at odds with the calculated "desorption Kd values," which are smaller than 
those for sorption, and decrease with time. The change in "desorption Kd values" would imply 
that the affinity of plutonium for the surface of the substrate actually decreases with time. 
However, these data have been misinterpreted, and the calculated "desorption Kd values" are 
incorrect. 

Lu et al. (1998 [DIRS 100946]) misinterpreted the data in assuming that low concentrations of 
plutonium in the desorption experiments do not necessarily imply slow desorption. When the 
goethite and hematite colloids were equilibrated with plutonium-spiked groundwater, 97 percent 
to 100 percent of the plutonium was adsorbed. Hence, Kd values were high. Extracting the 
nearly radionuclide-depleted water and replacing it with unspiked water provided no significant 
driving force for desorption. Even if the plutonium were instantly exchangeable, concentrations 
in the solution would remain low because of the high Kd value; anything that desorbed would 
immediately re-sorb. Thus, the low degree of desorption may only indicate a high Kd value. In 
addition, because desorption was viewed as an irreversible process, the cumulative percentage of 
plutonium sorbed was used to calculate the "desorption Kd value." Hence, the "desorption Kd 
value" was observed to decrease with time. To evaluate the desorption data properly, each 
successive equilibration and extraction must be viewed as a separate desorption experiment, in 
which the total amount of plutonium in the system is nearly constant (a total of less 
than 1 percent of the plutonium was extracted in the worst case), and the applicable Kd value can 
be calculated from the plutonium concentrations in solution and on the solid. 

The results of this new analysis are presented in Table 6.6-8 and in Figure 6.6-10. For hematite, 
sorption is so complete that the tiny amount of plutonium in solution represents values near the 
detection limit for the analysis. There is no significant trend with time, and predicted Kd values 
are consistent with, or higher than, those measured in the sorption experiments (Table 6.6-7), on 
the scale of 10 5  to 106  mL Sorption was less complete on goethite, but Kd values continued 
to increase with time; the final few extractions yielded Kd values of 104  to 105  mL 
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Figure 6.6 -9, 	Desorption of Pu from (a) Hematite and (b) Goethite 
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Table 6.6 -7. Lu Data for Desorption of Pu(V) from Hematite and Goethite Colloids 

Minerals 
Time 

(days) 

Cumulative % of Pu 
desorbed Desorption Kd (mL g -1 ) 

J-13 SYN.J-13 J-13 SYN.J-13 

Hematite 

2 0.005 0.0002 1.33 x 105  2.88 x 106  
15 0.006 0.0002 1.12 x 10 5  2.88 x 10 6  
50 0.011 0.0002 6.61 x 104  2.88 x 10 6  
86 0.011 0.0002 6.61 x 104  2.88 x 10 6  
107 0.012 0.0009 5.96 x 104  7.83 x 10 5  
128 0.015 0.0010 4.83 x 104  7.53 x 10 5  
150 0.018 0.0020 4.33 x 104  4.95 x 10 5  

Goethite 

2 0.14 0.09 5.18 x 104  8.12 x 10 3  
15 0.34 0.11 2.08 x 10 3  6.11 x 10 3  
50 0.57 0.20 1.24 x 103  3.32 x 10 3  
86 0.67 0.22 1.04 x 103  3.09 x 10 3  
107 0.74 0.24 9.49 x 102  2.81 x 10 3  
128 0.80 0.26 8.87 x 102  2.67 x 10 3  
150 0.86 0.27 8.41 x 102  2.60 x 10 3  

Source: Lu et al. 1998 [DIRS 100946], Tables 10 and 11. 
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Figure 6.6-10. Reinterpretation of Lu et al. Desorption Data for (a) Hematite and (b) Goethite 
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Table 6.6-8. Reinterpretation of Lu et al. Data for Desorption of Pu(V) from Hematite and Goethite 
Colloids 

Minerals 
Time 

(days) 
% of Pu in aqueous phase Desorption Kd (mL g'1 ) 

J-13 SYN.J-13 J-13 SYN.J-13 

Hematite 

2 0.005 0.0002 2.0 x 105  5.0 x 106  
15 0.001 0.0000 1.0 x 106 

50 0.005 0.0000 2.0 x 105  
86 0.000 0.0000 
107 0.001 0.0007 1.0 x.106 1.4 x 10 6  
128 0.003 0.0001 3.3 x 10 5  1.0 x 107 

150 0.003 0.0010 3.3 x 10 5  1.0 x 10 6  

Goethite 

2 0.14 0.09 7.1 x 10 3  1.1 x 104  
15 0.20 0.02 5.0 x 103 5.0 x 104  
50 0.23 0.09 4.3 x 103 1.1 x 104  
86 0.10 0.02 9.9 x 103 5.0 x 104  
107 0.07 0.02 1.4 x 104  5.0 x 104  
128 0.06 0.02 1.7 x 104  5.0 x 104  
150 0.06 0.01 1.7 x 104  1.0 x 10 5 

Source: DTN: SN0508T0507703.020 [DIRS 182215], spreadsheet Pu sorption-
desorption.xls, worksheet "Desorp data, reinterpreted." 

The long term increase in the proportion of Pu adsorbed in the goethite "desorption" experiments 
may be inconsistent with the single site Kd model, which would predict equilibrium, based on the 
rapid short term sorption data, in much shorter time intervals. However, desorption data cannot 
be uniquely interpreted. Each point represents the concentration in solution after 20 to 30 days 
of re-equilibration; however, it is not clear whether, during that particular extraction step, the 
concentration was still increasing, or decreasing, when the sample was taken. However, 
regardless of whether the sampled concentration represents a point on the "up" or the "down" 
part of the desorption curve, the measured value gets progressively smaller with time, and the 
rate at which this change occurs indicates that the plutonium is somehow being converted to a 
more stable form on the surface of the mineral. 

Thus, both the sorption and desorption data suggest that two reactions or processes are occurring, 
leading to rapid uptake followed by slower stabilization of plutonium on the mineral surface, 
although no information on the form, or the resistance to remobilization, of the "stabilized" 
plutonium is available. If we assume that sorption is occurring onto two sites on the mineral 
surface, then this would imply some kinetic inhibition of sorption onto the higher affinity site. 
Eventually, however, most of the plutonium would transfer to the high affinity site. 

Painter et al. (2002 [DIRS 174071]) fitted the LANL sorption data for plutonium using a two-site 
sorption model. Their model is a Kd model-forward and backward rate coefficients for sorption 
onto both sites are derived by fitting the experimental data, and the rate of mass transfer to and 
from the surface is only a function of the concentrations in solution and on the solid. The Kd 
value for each of the two sites can be calculated from the forward and backward rate coefficients. 
Therefore, the Painter et al. (2002 [DIRS 174071]) approach can be used to fit the goethite 
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sorption data from DTN: LA0004NL831352.001 [DIRS 150272], and the forward and backward 
rate constants for the fast and slow sorbing sites determined. These can be used to estimate the 
long-term equilibrium Kd value for plutonium sorption onto goethite. 

The model assumes that there are two sorption sites available on the solid, and that the total 
amount of plutonium is small relative to the number of sites—that is, sorption is not site-limited. 
It is assumed that one site is a "fast" site, a lower affinity site that reaches equilibrium with the 
solution quickly and controls sorption in the short term. The other site is a "slow" site, a higher 
affinity site that only gradually reaches equilibrium with the solution. Different forward and 
backward rate constants are associated with mass transfer to and from the two sorption sites, and 
the rate constants are related by the Kd value that applies to each site. For the fast site: 

k 1  k,Kc Cc 	 (Eq. 6.6.6.1-1) 

where kf (hr-1 ) is the forward rate constant for the fast site, k r  (hr-1 ) the reverse rate constant for 
the fast site, IC, (L g-I ), the partitioning coefficient for the fast site, and G (g L-1 ), the substrate 
load in solution. 

For the slow site: 

a = fiK:C, 	 (Eq. 6.6.6.1-2) 

where a (hr') is the forward rate constant for the slow site, 16 (hr-I ) the reverse rate constant for 
the slow site, K' (L g') the partitioning coefficient for the slow site, and G (g L-1 ), is, again, the 
substrate load in solution. 

The analytical solution describing the concentration in solution over time is as follows (Painter 
et al. 2002 [DIRS 174071], Equation 7): 

X (t) = f(t)+,(3F(t) 	 (Eq. 6.6.6.1-3) 

where 

f(t)=— (b-a12)i +-1e-(+a12), +—I
(k.--

aj[
e(b-a12)1 

2 	2 	2b 	2 

F(t)= 	1 	[e(b-a12)1 _11+ 	 1 	 e-(b+a12)11 +  i k 1] 	1 	e-(b+a12)ril 

2(b — a/2) 	 2(b+a12) 	 2IA ' s  2Ab—al2 L 	b+a12 

and 

a=k r +kr +a+P 

b 2 a–k 13–kff3 
4 
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a K' = 
fiC, 

(Eq. 6.6.6.1-5) 

EBS Radionuclide Transport Abstraction 

Note that the definition of b 2  given by Painter et al. (2002 [DIRS 174071]) is missing the final 
term; it has been corrected here. To solve the analytical solution, Painter et al. (2002 
[DIRS 174071]) first make a simplifying assumption, that the fast sites have reached steady state 
once the sorption curves level out, and that the slow increase beyond that point is due to uptake 
by the slow sites. This allows the complex analytical solution (Equation 6.6.6.1-3) to be reduced 
to a simpler form (Painter et al. (2002 [DIRS 174071], equation 10) for the fraction of Pu 
adsorbed (0), which only depends on two parameters, a and Kc : 

K, C
c 	

at 
0 = 	 , 	 1+K,C, 0+K,C,Y • 

(Eq. 6.6.6.1-4) 

In the Painter et al. (2002 [DIRS 174071]) approach, the last few data points in the sorption 
dataset are fitted using Equation 6.6.6.1-4 to estimate values for a and K. This was done using 
the Excel Solver add-in to optimize the fit to the data (see DTN: SN0508T0507703.020 
[DIRS 182215], spreadsheet Pu sorption-desorption.xls, worksheet "2-site fit"). Then, the full 
analytical solution is fit, using the estimates for a and K, from the longer-term data, and 
optimizing the fit on kr  and fi, while holding kf =krK,C,, and constraining /3, and all 
forward and backward rate constants greater than or equal to 0. 

Once this has been done, K, represents the short-term Kd, and K: representing the slow site 
partitioning coefficient, can be calculated using: 

The long-term Kd value for plutonium sorption onto the substrate of interest is equal to the sum 
of IC and Kr ,. For the cases examined here, IC. is much larger than IC, and dominates the 
sorption behavior at long time intervals. 

The Painter et al. (2002 [DIRS 174071]) method was used to evaluate the project data for 
plutonium sorption onto goethite and hematite in DTN: LA0004NL831352.001 [DIRS 150272]. 
The results are presented in Figure 6.6-11 and Table 6.6-9. The fits are poor, especially for the 
short-term data. They are also highly sensitive to the number of data points used in the first step, 
in which the longer-term data are fitted to determine a and K. The sorption data only extend out 
to 100 hours, and the few long-term points are insufficient to accurately constrain the values for 
a and KE . 

Because the long-term data are insufficient to constrain any of the fitting parameters, the Painter 
et al. (2002 [DIRS 174071]) method was applied a second time, using only Equation 6.6.6.1-3, 
and finding the best fit by adjusting all four rate parameters at once, subject only to the 
constraints that all rates are positive, and that forward rates must be larger than reverse rates 
(Table 6.6-10 and Figure 6.6-12). The data fits are much better using this method. There is 
considerable variability in the data, with hematite sorbing more rapidly and more completely that 
goethite, and both minerals sorbing more completely in the synthetic water relative to the natural 
J-13 water. The calculated K, and IC, values show these variations. The (K, + 'Cc.) values for 
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goethite arc 1.1 x 104  and l d3 x 105  ml 	for J-13 and synthetic J-13, respectively. These are 
consistent with the It'd values determined from the desorption experiments of 1.7 x 104  and 
1.0 x 10 5  mL g - ', respectively (Table 6.6-8). 

The reason for the variability in sorption Kd  values between the J-13 and synthetic J-13 water is 
not known. Synthetic J-13 water was made by dissolving sodium carbonate and sodium 
bicarbonate in deionized water, and had a pH of 8.5, an ionic strength of 0.005 M. and an 
alkalinity of 22.5 meq The natural J-13 water had a pH of 8.2, an ionic strength of 0.005 M. 
and an alkalinity of 22.5 meq L -1 , but also contained many other components, most notably 
13 ppm Ca and 30 ppm silica. These differences in chemistry may account for the differences in 
plutonium sorption, and offer some indication of the sensitivity of sorption to water composition. 

(a) 

Source: Painter et al. 2002 [DIRS 174071]. 

(b) 

Figure 6.6-11. Two-Site Model of Painter et al. Fitted to Pu Sorption Data for Hematite and Goethite 
Using Two-Step Fitting Process. 
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Table 6.6-9. Fitting Pu Sorption Data of Lu et al. with the Two-Site Model of Painter et al., Two Steps 

Mineral Water 
C, 

(g L -1 ) 
kr 

(hr') 
1k, 

(hr') 
a 

(hr') 
ft 

(hr-1 ) 
K, 

(mUg) 
le, 

(mUg) 

Hematite 
J-13 0.99 2.08 0.272 0.0871 0.0 7.69 x 10 3  9.48 x le 

Syn. J-13 0.85 18.0 0.515 0.508 0.0 4.12 x 104  x 

Goethite 
J-13 1.11 0.313 0.0900 0.0279 0.0 3.12 x 103  4.02 x le 

Syn. J-13 0.98 11.9 0.847 0.335 0.0 1.43 x le r 

Source: DTN: SN0508T0507703.020 [DIRS 182215), spreadsheet Pu sorption-desorption.xls, worksheet "2-site 
fit, best fit 2 par." 

	

NOTE: 	Values of C, are corrected from Lu et al. (1998 [DIRS 174714], Table 1) by multiplying by a factor of 
20/21 to account for dilution when Pu-spiked water was added. 

	

(a) 
	

(b) 
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Source: 	Painter et al 2002 [DIRS 174071]. 

Figure 6.6-12. Two-site Model of Painter et al. Applied to Pu Sorption Data for Hematite and Goethite, 
and Fitted in a Single Step 
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Table 6.6-10. Fitting Pu Sorption Data of Lu et al. Using the Two -Site Model of Painter et al., One Step 

Mineral Water 
C, 

(g L -1 ) 
kf 

(hr-1 ) 
k, 

(hr 1 ) 
a 

(hr-1 ) 
fi 

(h(1 ) 
K, 

(mL di ) 
K', 

(mL di ) 

Hematite 
J-13 0.99 10.4 8.41 0.186 5.28 x 10 -3  1.25 x 103  3.43 x 104  

Syn. J-13 0.85 15.7 1.62 6.43 0.0 1.14 x 104  co 

Goethite 
J-13 1.11 5.64 1.14 0.136 1.95 x 10 -2  8.97 x 102  1.10 x 104  

Syn. J-13 0.98 71.0 16.1 0.954 6.93 x 10 -3  4.49 x 10 3  1.36 x 10 5  
Source: DTN: SN0508T0507703.020 [DIRS 182215], spreadsheet Pu sorption-desorption.xls, worksheet "2-site 

fit, best fit 4 par." 

NOTE: 	Values of C, are corrected from Lu et al. (1998 [DIRS 174714], Table 1) by multiplying by a factor of 
20/21 to account for dilution when Pu-spiked water was added. 

In three of the four cases, the two-site model fits the data very well; in the fourth, sorption onto 
goethite in J- 13 water, the fit is poorer. In most of the cases, sorption onto the fast site appears to 
have reached, or nearly reached, steady state prior to collection of the first data point, 10 minutes 
after initiation of the experiment. However, the data still offer constraints on the 
sorption/desorption rate constants for the fast site, because the ratio of these values (divided by 
the mass of goethite in the system in g L -I ) is equal to the value of k, the fast site distribution 
coefficient (Equation 6.6.6.1-1). The value of lc determines the concentration of the plateau in 
the first three data points for most of the data sets. 

Given the small number of data points in each system (8) and the use of four fitting parameters 
the goodness of fit does not prove that a two-site model is correct; however, it does indicate that 
a model able to capture the complexities of multiple, heterogeneous processes at the mineral-
solution interface is necessary to describe the behavior of plutonium sorption onto goethite and 
hematite. The data do not show the smoothly decaying exponential curve that sorption onto a 
single site would produce; instead, there appear to be at least two processes involved—rapid 
sorption followed by slow conversion into a less exchangeable form. In the case of the two-site 
model, this would be transfer into the higher-affinity site, but other processes, such as the Pu(V) 
reduction step described earlier, would yield the same results. These results, based on analysis of 
the sorption data, are entirely consistent with the experimental desorption results discussed 
earlier. Another method of evaluating the sorption rate data, and useful for checking against the 
model described above, is through use of the `Elovich' rate formulation (Low 1960 [DIRS 
174812]) which has been widely adopted in soil sciences (Sposito 1984 [DIRS 127253]; Chien 
and Clayton 1980 [DIRS 174705]; and Havlin et al. 1985 [DIRS 174706]). This equation has 
also been applied extensively to data relevant to chemisorption and is known for its accurate 
representation of rate data whether fast and slow kinetics are present (Low 1960 
[DIRS 174812]). The Elovich equation as applied to sorption has the following form (Low 
1960 [DIRS 174812]): 

dr 
= ae 

dt 
(Eq. 6.6.6.1-6) 
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where F delineates the amount sorbed per unit area at time t, and a and a are constants. 
Integration of Equation 6.6.6.1-6 assuming F = 0 and t= 0 yields (Low 1960 [DIRS 174812]): 

F = 1 —1n(1+ aat) 
a 

Equation 6.6.6.1-7 can also be expressed as: 

	

, 	1 F = 1 - in(t + to ) – , to  

	

a 	a 

where to  = 1 
.(2a) 

(Eq. 6.6.6.1-7) 

(Eq. 6.6.6.1-8) 

Fitting the plutonium sorption data for goethite and hematite (J-13 water only) from 
DTN: LA0004NL831352.001 [DIRS 150272] using the Elovich equation rate law 
(Figure 6.6-13) indicates very similar values for the a rate parameter. These rate data are only 
valid at pH-8. Overall, the model fit to the data is very good; both goethite and hematite have 
similar trends, and generate very similar rates. The values obtained for a and a for hematite 
are 0.88 and 51.5, respectively, while for goethite, the values are 0.01 and 51.78. It is assumed 
that the rate data extracted from these sources is taken as representative of forward rates for the 
formation of the predominant surface complex at this pH, SO--Pu(OH)4, as proposed by Sanchez 
et al. (1985 [DIRS 107213]). The equation was fitted only to the `J-13' data; the `SYN J-13' 
could not be fit because the early stage of sorption was not captured-83 to 93 percent sorbed in 
the first time step. 
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Figure 6.6- 13. Kinetic Data for Pu Adsorption onto Hematite and Goethite at pH-8-8.5 Showing the 
Linear Fits to the Elovich Equation 

Therefore, analysis of the LANL sorption-desorption experiments shows, using two approaches 
for the sorption and desorption data, that the long-term Kj values for plutonium sorption onto 
goethite, assuming that sorption is completely reversible, are on the range of 8,700 to 
140,000 mL g t , for the chemical conditions examined. In some cases, these are minimum 
values, limited by the detection limits of the analysis. 

6.7 DESCRIPTION OF BARRIER CAPABILITY 

This section discusses the ability of barriers to prevent or delay the movement of water 
or radioactive materials and deals specifically with the features comprising the engineered barrier 
that are addressed in this report—the drip shield, the waste package, and the invert. In assessing 
these features, a number of assumptions are made (see Section 5). 

The engineered barrier addressed in this report is subject to disruption under conditions assumed 
for the Seismic and Igneous Scenario Classes. Analyses and discussions presented in this report 
are confined to the Nominal Scenario Class. Disruption of barrier capability from volcanic 
processes may be found in Atmospheric Dispersal and Deposition of Tephra from a Potential 
Volcanic Eruption at Yucca Mountain. Nevada (SNL 2007 [DIRS 177431 ]), Dike/Drift 
Interactions (SNL 2007 [DIRS 177430]), and Number of Waste Packages Hit by Igneous 
Intrusion (SNL 2007 [DIRS 177432]). Disruption of barrier capability from seismic events may 
be found in Seismic Consequence Abstraction (SNL 2007 [DIRS 176828]) and Characterize 
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Framework for Seismicity and Structural Deformation at Yucca Mountain, Nevada (BSC 2004 
[DIRS 168030]). 

The drip shield prevents groundwater seepage that enters the drift from dripping onto the waste 
package. It will be completely effective until it is breached, and it is partially effective 
thereafter. Condensation on the underside of the drip shield has been screened out due to low 
consequence (DTN: M00706SPAFEPLA.001 [DIRS 181613], FEP Number 2.1.08.11.0A). In 
this case, the presence of the drip shield can potentially increase the amount of water that 
contacts the waste package, but the effect is negligible. The RTA presents an algorithm to 
determine the fraction of seepage entering the drift that passes through a breached drip shield, 
based on the number and size of breaches (Section 6.3.2.4). In the case where no groundwater 
seepage or dripping of drift-wall condensation into the drift occurs, there will be no water flux 
through the drip shield. The flux of water into the waste package is equal to the groundwater and 
dripping condensation flux passing through the drip shield, less the fraction that is diverted by 
intact portions of the waste package. In this way, the effectiveness of the drip shield as a feature 
of the engineered barrier can be quantified. 

The waste package outer corrosion barrier consists of corrosion-resistant material that will 
prevent and delay water from entering the waste package. Once breaches occur, water may enter 
the waste package, dissolve radionuclides, and flow out, thereby generating advective releases of 
radionuclides. (Although the waste package stainless steel inner vessel provides structural 
stability to the Alloy 22 outer barrier, no other performance credit is taken for the waste package 
inner vessel, and it is modeled as breaching quickly after the outer barrier is breached; (SNL 
2007 [DIRS 178871]). The RTA presents an algorithm to determine the fraction of the water 
flux impinging on the waste package (having passed through drip shield breaches) that enters the 
waste package, depending on the size and number of breaches, as well as the total water flux 
through the waste package (Section 6.3.3.3). Flow is modeled as steady state and passing 
through the waste package with no change in the amount of water hold-up inside the waste 
package. Submodels not detailed in this report provide the concentration of radionuclides that 
are dissolved in the water flowing through the waste package (SNL 2007 [DIRS 177418]) and 
the behavior of colloids (BSC 2005 [DIRS 177423]). Advective and diffusive transport of 
radionuclides from breached waste packages is limited by sorption of radionuclides onto steel 
internal component corrosion products; sorption and retardation characteristics of radionuclides 
inside the waste package are discussed in this report (Section 6.3.4.2). When there is no 
advective transport, diffusive releases may still occur; a submodel for diffusion inside the waste 
package is presented (Section 6.3.4.3). With these models implemented in the TSPA, the 
effectiveness of the waste package as a feature of the engineered barrier can be quantified with 
respect to radionuclide transport. 

The invert consists of crushed tuff that can delay releases of radionuclides to the UZ. The invert 
limits diffusive transport of radionuclides out of the engineered barriers by maintaining 
unsaturated conditions under the waste package. The invert limits advective and diffusive 
transport of radionuclides by sorbing radionuclides onto crushed tuff. A simple model for 
computing the diffusion coefficient of the invert as a function of the porosity and water 
saturation is presented in this report (Section 6.3.4.1). This enables the effectiveness of the 
invert as a feature of the engineered barrier to be quantified when implemented in TSPA. 
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7. 	VALIDATION 

Model validation for the EBS Radionuclide Transport Abstraction was performed in accordance 
with SCI-PRO-002, Planning for Science Activities, and SCI-PRO-006, Models, and follows the 
validation guidelines in the Technical Work Plan for.-  Near-Field Environment: Engineered 
Barrier System: Radionuclide Transport Abstraction Model Report (BSC 2006 [DIRS 177739]). 
References in the TWP to Bechtel-SAIC Company procedures (LP-2.29Q-BSC, Planning for 
Science Activities, and LP-SIII.10Q-BSC, Models) have been updated to their corresponding 
Lead Lab procedures (SCI-PRO-002 and SCI-PRO-006, respectively) in this section. 

SCI-PRO-006, Models, requires that TSPA model components be validated for their intended 
purpose and stated limitations, and to the level of confidence required by the relative importance 
of the component to the potential performance of the repository system. Two levels of model 
validation are defined in SCI-PRO-002, Planning for Science Activities, Attachment 3. Level I 
validation is for models of lower relative importance and Level II for models of higher relative 
importance to the estimated performance of the repository system. 

The levels of confidence required for the models of the RTA, as stated in Section 2.2.2 of the 
TWP, are given as follows: 

• The required level of confidence for the EBS flow model is Level I, based on the low 
level of importance to the estimate of mean annual dose in Risk Information to Support 
Prioritization of Performance Assessment Models (BSC 2003 [DIRS 168796], 
Section 4.6). 

• The required level of confidence for radionuclide transport from the waste package to 
the drift wall through the invert is Level I, based on the low level of importance to the 
estimate of mean annual dose (BSC 2003 [DIRS 168796], Section 4.6). However, this is 
overridden by the required level of confidence for the overall EBS transport model being 
Level II (BSC 2005 [DIRS 174695], p. 6), due to the potentially high impact on total 
probability-weighted system dose of sorption onto corrosion products with the waste 
package. 

• The EBS-UZ interface model of the RTA provides input to the unsaturated zone 
radionuclide transport model as described in Particle Tracking Model and Abstraction of 
Transport Processes (SNL 2007 [DIRS 181006]). The appropriate level of confidence 
identified for unsaturated zone radionuclide transport is Level II (BSC 2003 
[DIRS 168796], Section 4.7). Therefore, Level II also represents the appropriate level of 
confidence for the EBS-UZ interface model of the RTA. 

The following submodels were modified in the current version (REV 03) of the RTA, requiring 
revision of their validation: 

• Water vapor adsorption isotherms, developed in Sections 6.3.4.3.2 and 6.3.4.6, used in 
the in-package diffusion submodel to estimate water saturation under no-seep conditions 
as a function of relative humidity for corrosion products and CSNF degradation rind 
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• Temperature dependence of diffusion coefficient, now applied to the entire EBS, rather 
than to the invert alone 

• Radionuclide competitive surface complexation model used to compute the amount of 
sorption onto stationary corrosion products inside a breached waste package as a 
function pH and Pc02  

Although the EBS-UZ interface model was not revised in RTA REV 03, the UZ transport model 
with which it interfaces, Particle Tracking Model and Abstraction of Transport Processes (SNL 
2007 [DIRS 181006]), along with the input hydrologic parameters used in the model, have been 
revised. Therefore, the model is revalidated in RTA REV 03 to be consistent with the revised 
UZ transport model. 

Confidence Building During Model Development to Establish Scientific Basis and 
Accuracy for Intended Use 

For Level I validation, SCI-PRO-002, Attachment 3, provides guidance for documenting a 
discussion of decisions and activities for confidence building during model development. 
Additionally, the development of the model will be documented in accordance with the 
requirements of Section 6.3.1(E) of SCI-PRO-006. The development of the RTA model has 
been conducted according to these requirements, and the requisite criteria have been met as 
discussed below: 

1. Selection of input parameters and/or input data, and a discussion of how the selection 
process builds confidence in the model [SCI-PRO-006, Attachment 2 (6)]. 

The inputs to the RTA have been obtained from appropriate sources as described in 
Section 4.1. All the data are qualified project data developed by or for the Yucca 
Mountain Project. Tables 4.1-1 through 4.1-23 describe the input parameters, values of 
the parameters, and source of the information. Inputs were selected because they are 
expected to represent conditions at the repository and therefore build confidence in the 
model. Thus, this requirement can be considered satisfied. 

2. Description of calibration activities, initial boundary condition runs, run convergences, 
simulation conditions set up to span the range of intended use and avoid inconsistent 
outputs, and a discussion of how the activity or activities build confidence in the model. 
Inclusion of a discussion of impacts of any non-convergence runs [SCI-PRO-006, 
Attachment 2 (6)]. 

A detailed discussion of the computational implementation of the RTA is described in 
Section 6.5.2. The discretization and development of the computational cell network of 
the sub-model domains is described in Section 6.5.2.5. Section 6.5.2.6 provides special 
emphasis and a discussion of the EBS-UZ boundary condition. Simulation conditions 
account for both seepage or no seepage boundary conditions, and the flux-splitting 
algorithm accounts for the eight key flow pathways in the engineered barrier system. 
Discussion about non-convergence runs is not relevant for this model report. Thus, this 
requirement can also be considered satisfied. 
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3. Discussion of the impacts of uncertainties to the model results including how the model 
results represent the range of possible outcomes consistent with important uncertainties 
[SCI-PRO-006, Attachment 2 (6)]. 

Data uncertainty and parameter uncertainty are addressed in Section 6. In particular, 
corrosion rates of carbon and stainless steels are listed as model input with ranges and 
distributions determined from the data in Table 4.1-1. Sorption coefficient distribution 
ranges and sampling correlations are described in Section 6.5.2.4. Tables 4.1 - 1 and 4.1-9 
provide uncertainty for unsaturated zone parameters. The breached drip shield 
experimental test data in Tables 4.1-2 through 4.1-6 and Figure 4.1-1 are evaluated in 
Section 6.5.1, resulting in uncertain model input parameters (Flux_Split_DS_Uncert and 
Flux_Split_WP_Uncert). 

Model uncertainty is addressed through the evaluation of alternative conceptual models. 
In considering alternative conceptual models for radionuclide release rates and solubility 
limits (Sections 6.4. and 6.6), the EBS radionuclide transport abstraction uses models and 
analyses that are sensitive to the processes modeled for both natural and 
engineered systems. 

Conceptual model uncertainties are defined and documented, and effects on conclusions 
regarding performance are assessed. The fundamental relationships, (e.g., mass balance 
and flow equations) upon which the RTA is based are well-established with a long history 
of use in the scientific community and, as such, are not subject to significant uncertainty. 
In addition, the alternative conceptual models have been screened out (Section 6.4), 
thereby increasing confidence in the selected conceptual model. Other sources of 
uncertainty involve modeling choices (e.g., assumptions, geometry) that effectively bound 
uncertainty. Therefore, this requirement can be considered satisfied. 

4. Formulation of defensible assumptions and simplifications [SCI-PRO-002, Attachment 3, 
Level I (2)]. 

A discussion of assumptions is provided in Section 5. The conceptual model for RTA is 
documented in Section 6.3.1, and the simplifications necessary for implementation based 
on EBS design details and failure mechanisms are presented in Sections 6.3.3 and 6.3.4. 
Thus, this requirement can also be considered satisfied. 

5. Consistency with physical principles, such as conservation of mass, energy, and 
momentum [SCI-PRO-002, Attachment 3, Level I (3)]. 

Consistency with physical principles is demonstrated by the development of the mass 
balance mathematical formulations in Section 6.5.1. Thus, this requirement can also be 
considered satisfied. 
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Confidence Building after Model Development to Support the Scientific Basis of the Model 

Level 11 validation includes the above Level I criteria and two post-development model 
validation methods described in Section 6.3.2 of SCI-PRO-006, Models, consistent with a model 
of higher relative importance to the estimated performance of the repository system. 

Although the TWP specifies Level I validation for the EBS flow model, the flux splitting 
submodel is validated to Level II by means of corroboration of model results with data acquired 
from the laboratory not previously used to develop or calibrate the model in Section 7.1.1. The 
EBS transport model is corroborated with information published in refereed journals and 
literature. The EBS-UZ interface model is corroborated with other model results developed for 
similar use. 

To build further confidence in the RTA, a critical review was conducted as specified by the TWP 
(BSC 2006 [DIRS 177739], Sections 2.2.3 and 2.2.4) for the EBS flow model, EBS transport 
model, and EBS-UZ interface model. This approach is based on requirements of SCI-PRO-006, 
Section 6.3.2), where critical review is listed as an appropriate method for model validation. 
Validation is achieved if the review determines that the questions/criteria for this model, listed in 
Section 2.2.4 of the TWP, are met. Qualifications of and review tasks to be completed by the 
critical reviewer are described in Section 2.2.4 of the TWP. The model validation criteria are 
described in the following paragraphs (BSC 2006 [DIRS 177739], Section 2.2.4). 

EBS Flow Model Validation Criteria 

Criteria that the validation of the EBS flow model is met are as follows. Each shall be confirmed 
by the critical reviewer. 

a. The approach and algorithms described in the document and provided to the TSPA 
capture all known flow pathways into and from EBS components. 

b. Modeling assumptions are clearly defined, discussed, and justified as appropriate 
for the intended use of the model. 

c. Uncertainties in parameters, processes, and assumptions are sufficiently described, 
and impacts of these uncertainties are discussed. 

d. The overall technical credibility of the approach, including assumptions, 
parameters, equations, and the TSPA implementation, are sufficient for the model's 
intended use. 

EBS Transport Model Validation Criteria 

Criteria that the validation of the EBS transport model is met are as follows. Each shall be 
confirmed by the critical reviewer. 

a. The approach and algorithms described in the document and provided to TSPA 
address all known modes of radionuclide transport within and from the EBS 
components. 
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b. Modeling assumptions are clearly defined, discussed, and justified as appropriate 
for the intended use of the model. 

c. Uncertainties in parameters, processes, and assumptions are sufficiently described, 
and impacts of these uncertainties are discussed. 

d. The overall technical credibility of the approach, including assumptions, 
parameters, equations, and the TSPA implementation, are sufficient for the model's 
intended use. 

e. The data used for and the results of the corrosion product sorption model are 
consistent with, and corroborated by information published in refereed journals and 
literature. 

EBS- UZ Interface Model Validation Criteria 

The criterion that the validation of the EBS-UZ interface model is met shall consist of 
concurrence by a critical reviewer that the results obtained using this model compare favorably 
with the results of dual continuum near field UZ flow modeling using TOUGH2 V1.6 (2003 
[DIRS 161491]) and transport modeling using T2R3D V1.4 (1999 [DIRS 146654]). Results of 
the comparison shall show qualitative agreement between the two methods and also demonstrate 
that the EBS-UZ interface model provided to the TSPA does not underestimate radionuclide 
transport from the EBS to the UZ. 

The results of the critical review for the flow and transport models demonstrate that the 
appropriate criteria from above have been met and are presented in Section 7.2.4. The results of 
the EBS-UZ interface model review demonstrate that the appropriate criteria listed above have 
been met and are presented in Section 7.3.2. 

The validation guidelines in the TWP (BSC 2006 [DIRS 177739]) also state that the Subject 
Matter Expert (author) may elect, as deemed appropriate, to provide additional validation in 
accordance with Section 6.3.2 of SCI-PRO-006, Models, in the form of: 

• Corroboration of model results with data previously acquired from laboratory 
experiments or other relevant observations 

• Corroboration of model results with results of alternative models 

• Corroboration with information published in refereed journals or literature. 

In addition to the critical review, the post development model validation for the EBS-UZ 
interface model, as delineated in the TWP, includes corroboration by comparison to an 
alternative mathematical model developed for a closely comparable description of the relevant 
EBS-UZ features. This validation approach is consistent with Section 6.3.2 of SCI-PRO-006, 
Models, which lists corroboration of results with alternative mathematical models as one of the 
validation methods for Level II validation. This comparison is documented in Section 7.3.1. 
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Additional validation of the flux-splitting portion of the flow model was performed through 
corroboration of model results of experimental data. The results of that validation exercise are 
presented in Section 7.1.1. 

Additional validation of the in-package diffusion portion of the transport model was performed 
through corroboration with alternative models. The results of that validation exercise are 
presented in Section 7.2. 

7.1 EBS FLOW MODEL 

The EBS flow is modeled as a one-dimensional, steady advective flow through the components 
of the EBS. The sources of flow to the model include a seepage flux from the roof of the drift, 
condensation on the walls of the drift above the drift shield, and an imbibition flux from the 
unsaturated zone into the crushed tuff invert. The output of the flow model includes an 
advective flux from the invert into the unsaturated zone. 

The conceptual model divides the EBS components into three domains: waste form, waste 
package corrosion products, and the invert. Flow and transport in these domains are treated 
separately. The output of the waste form domain feeds into the corrosion products domain. The 
output of the corrosion products domain in turn feeds the invert. 

The flow through the EBS may occur along eight pathways: (1) total dripping flux (seepage 
inflow from the crown of the drift plus any condensation that may occur on the walls of the drift 
above the drift shield), (2) flux through the drip shield, (3) diversion around the drip shield, 
(4) flux through the waste package, (5) diversion around the waste package, (6) total flux into the 
invert, (7) imbibition flux from the unsaturated zone matrix to the invert, and (8) flux from the 
invert to the unsaturated zone fractures. 

The magnitude of seepage fluid passing through the drip shield and waste package is accounted 
for using the flux-splitting submodel. This submodel determines how much water flows through 
the drip shield or waste package and how much is diverted around these components. Below is 
the validation of the submodel and validation criteria for both the drip shield and waste package 
applications. Further discussions relevant to the validation of the flow model can be found in 
Sections 5, 6.3.2, 6.3.3, 6.5.1.1.1, 6.5.1.1.2, and 6.5.1.1.3. 

7.1.1 Flux-Splitting Submodel 

The EBS flux-splitting submodel, which is part of the RTA flow model, determines the fraction 
of total dripping flux that will flow through the drip shield and/or waste package. This submodel 
is directly related to the waste isolation attribute (i.e., the limited release of radionuclides from 
engineered barriers). The amount of water flowing through engineered barriers, when combined 
with radionuclide solubility limits and diffusive transport, defines the mass flux of radionuclides 
that is mobilized for transport through the EBS to the unsaturated zone. 

Level I validation is appropriate for the flux-splitting submodel because it is part of the process 
for radionuclide transport from waste package to the drift wall through the invert (Section 7). In 
addition, the flux-splitting submodel has the following features: 
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• The submodel is not extrapolated over large distances, spaces, or time. 

• The submodel has large uncertainties because of the chaotic nature of the flow of 
droplets or rivulets on corroded, roughened surfaces. 

• Sensitivity analyses in the prioritization report, Risk Information to Support 
Prioritization of Performance Assessment Models (BSC 2003 [DIRS 168796], 
Sections 3.3.6 through 3.3.11) show that the flux-splitting abstraction will not have a 
large impact on dose in the first 10,000 years. 

• The flux-splitting submodel is used in TSPA-LA for those modeling cases where the 
waste packages breach by general corrosion over a period of time. The general 
corrosion patches typically appear after 10,000 years, and thus, only the long-term 
(million year) simulations are likely to incorporate the effects of flux-splitting submodel. 
More specifically, only the Nominal Scenario Class modeling case and the Seismic 
Scenario Class ground motion modeling case, with simulated duration of million years, 
would use the results from the flux-splitting submodel as the waste packages breach by 
general corrosion patches. In other modeling cases, where early failure of waste 
package or drip shield is considered or where the igneous intrusion is modeled, the 
damage to the drip shields and waste packages are stylized to damage the entire area. 
The flux-splitting submodel is not used for the drip shields in TSPA-LA because the drip 
shields are modeled either to be all intact or all failed, either from general corrosion or 
by the disruptive events. For the waste packages, the breach by general corrosion 
patches typically occurs much later than the appearance of the stress corrosion cracks, 
and most of the initial mass may be depleted via diffusion through the cracks. 

This flux-splitting submodel is validated through comparison to experimental data. A work plan 
entitled Test Plan for: Atlas Breached Waste Package Test and Drip Shield Experiments 
(BSC 2002 [DIRS 158193]) defines the experiments used for validation of this 
flux-splitting submodel. 

The flux-splitting submodel is applied to two components of the EBS—the drip shield and the 
waste package—and is validated for each. Validation is achieved through comparison of the 
models developed in this document (based in part on the qualified experimental data) to other 
qualified data collected during associated testing. This comparison is limited because the 
validation experiments are based on flow measurements from a single fixed source for dripping, 
whereas the abstraction is based on randomly located drips relative to multiple patches on the 
drip shield. In this situation, the appropriate criterion for model validation is that the ranges of 
predictions of the abstraction, based on smooth drip shield mock-up surface data, overlap the 
ranges of experimental measurements made on the rough drip shield mock-up surface. This 
criterion is appropriate because of the large spread of the experimental data. 

The rough drip shield surface experiments replicate the smooth drip shield surface experiments 
and constitute a consistent set of data that can be compared with and serve as validation for the 
smooth drip shield surface data. The rough surface would be expected to yield results 
(specifically, the flux splitting uncertainty factors) that differ from those obtained for the smooth 
surface. However, because the only difference in the experiments is the surface texture, the 
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trends in the data and values obtained for the uncertainty factors should be similar, which 
validates the flux-splitting submodel. 

Experimental data used to develop the flux-splitting submodel include the splash radius, rivulet 
spread distance or angle, and fraction of dripping flux that flowed into breaches. For the drip 
shield and waste package flux-splitting submodels, data from smooth drip shield experiments 
were used (DTNs: M00207EBSATBWP.022 [DIRS 163400]; M00207EBSATBWP.023 
[DIRS 163402]; M00207EBSATBWP.024 [DIRS 163401]; M00207EBSATBWP.025 
[DIRS 163403]). For validation of the models, data from the rough drip shield experiments are 
used (DTNs: M00207EBSATBWP.021 [DIRS 163399]; M00208EBSATBWP.027 
[DIRS 163404];and M00208EBSATBWP.028 [DIRS 163405]). Each of the types of data used 
is discussed below, first for the drip shield submodel validation and then for the waste package 
flux-splitting submodel validation. 

7.1.1.1 Drip Shield Flux Splitting Submodel 

Splash radius data for dripping onto the crown of the rough drip shield surface are listed in 
Table 7.1-1. The data are analyzed in the Microsoft Excel spreadsheet: Flux Splitting 
Validation, Worksheet: Splash Rad vs Number, which is documented in Appendix E. As shown 
in Figure 7.1-1, the splash radius tends to increase as the number of drips increases. The inner 
cluster radius is of interest because it is used to define the effective length of the drip shield in 
developing the flux-splitting submodel (Section 6.5.1.1.2). While the data do not indicate that a 
maximum splash radius was achieved, it stands to reason that a maximum must exist, simply 
because the distance a splashed droplet can travel is finite, limited by the kinetic energy of a 
falling drop. The uncertain parameter in the drip shield flux-splitting submodel, fLs  , was based 
on the maximum splash distance observed for the inner cluster of droplets on a smooth drip 
shield, 48 cm (see Section 6.5.1.1.2.4 for a discussion of the development of fLs  based on the 
48-cm maximum inner cluster splash radius). For the rough drip shield tests, the maximum inner 
cluster splash radius for dripping onto the crown was again 48 cm. Another approach is to use 
the splash radius at which rivulets begin to flow from coalesced droplets. In Splash Radius 
Test #1, rivulet flow began after 143 drips; in Test #2, after 145 drips; and in Test #3, 
after 133 drips (DTN: M00207EBSATBWP.021 [DIRS 163399]), for an average of 140 drips. 
Using the Microsoft Excel Trendline application (least squares fitting routine) for the inner 
cluster data in Figure 7.1-1, the splash radius when rivulets began to flow was 31 cm. The 
minimum splash radius was about 3.5 cm for more than 20 drips (Table 7.1-1). The range of 
uncertainty is bounded using the extreme values of splash radius (3.5 cm to 48 cm). Since the 
value of splash radius at which rivulets begin to flow (31 cm) is between those extremes, an 
estimate of uncertainty based on that value will not affect the estimated bounds on uncertainty. 

The flux-splitting submodel also depends on the rivulet spread angle. These data are analyzed in 
the Microsoft Excel spreadsheet: Flux Splitting Validation, Worksheet: Rough DS, which is 
documented in Appendix E. For the smooth drip shield, the spread angle from crown drip 
locations ranged from 8.9° to 17.3° (± one standard deviation from the mean of 13.2°; 
Section 6.5.1.1.2.4). For drip locations on the crown, the rough drip shield surface had a mean 
rivulet spread angle of 7.3°, with a range of 0° to 14.4° (± one standard deviation from the 
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mean). Rivulet spread data for the rough surface are shown in Table 7.1-2. In Table 7.1-4, the 
spread angle calculation results are shown. 

The amount of water dripped onto the crown and the water flow into breaches on the rough drip 
shield surface are listed in Table 7.1-3. The fraction of the dripping flux that flowed into the 
pertinent breach, fey,,, is shown along with the rivulet spread angle for each particular test 
in Table 7.1-4. 

Table 7.1-1. Atlas Breached Drip Shield Experiments on Rough Drip Shield Surface - Dripping on 
Crown - Splash Radius Tests 

No. Drips 

Splash Radius (cm) 

Comments Left Right 
Splash Radius Test #1 

10 2.0 2.0 Measured inner cluster (bulk) 
10 15.0 25.5 Measured outer fringe 
21 5.0 4.0 Measured inner cluster (bulk) 
21 15.0 42.5 Measured outer fringe 
60 18.0 22.0 Measured inner cluster (bulk) 
60 72.5 75.5 Measured outer fringe 
143 35.0 48.0 Measured inner cluster (bulk) 
143 54.0 82.5 Measured outer fringe 
203 35.0 48.0 Measured inner cluster (bulk) 

203 79.5 106.5 Measured outer fringe 
Splash Radius Test #2 

21 3.5 4.0 Measured inner cluster (bulk) 
21 37.5 7.0 Measured outer fringe 
82 10.5 19.0 Measured inner cluster (bulk) 
82 63.0 32.0 Measured outer fringe 
149 31.5 30.0 Measured inner cluster (bulk) 
207 45.0 40.0 Measured inner cluster (bulk) 

Splash Radius Test #3 

30 7.5 9.0 Measured inner cluster (bulk) 
82 19.0 17.5 Measured inner cluster (bulk) 
137 28.0 27.5 Measured inner cluster (bulk) 
205 29.0 28.0 Measured inner cluster (bulk) 

Source: DTN: M00207EBSATBWP.021 [DIRS 163399]. 
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Figure 7.1-1. 	Splash Radius Dependence on Number of Drips for Rough Drip Shield Tests 

Table 7.1-2. Atlas Breached Drip Shield Experiments on Rough Drip Shield Surface — Dripping on 
Crown — Rivulet Spread Data — 33° from Crown 

Drip Location Left (cm) Right (cm) 
Relevant 

Patch 
Multiple Patch Tests (DTN: M00208EBSATBWP.027 [DIRS 163404]) 

81 cm left of drip shield center 32.5 17.5 4 
27 cm left of drip shield center 21.5 18.0 4 
27 cm right of drip shield center 10.0 10.0 5 
27 cm right of drip shield center 1.0 0 5 
81 cm right of drip shield center 17.0 34.0 5 

Bounding Flow Rate Tests (DTN: M00208EBSATBWP.028 [DIRS 163405]) 
54 cm left of drip shield center (High Flow Rate) 2 0 4 
27 cm left of drip shield center (High Flow Rate) 15 15 4 
27 cm right of drip shield center (High Flow Rate) 6 6 5 
27 cm right of drip shield center (Low Flow Rate) 50.0 16.0 5 
27 cm right of drip shield center (Low Flow Rate) — 1.0 5 
27 cm left of drip shield center (Low Flow Rate) 25.5 12.0 4 
54 cm left of drip shield center (Low Flow Rate) 0 0 4 
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Table 7.1-3. Atlas Breached Drip Shield Experiments on Rough Drip Shield Surface - Dripping on 
Crown - Flow into Breaches 

Drip Location 

Drip Location Relative to: 
Water 

Input (g) 

Water Collected in: 
Breach B4 

(cm) 
Breach B5 

(cm) 
Breach B4 

(g) 
Breach B5 

(g) 
Multiple Patch Tests (DTN: M00208EBSATBWP.027 [DIRS 163404]) 

81 cm left of drip shield center -27 -135 292.35 0.27 0.00 
27 cm left of drip shield center 27 -81 288.45 5.27 0.00 
27 cm right of drip shield center 81 -27 291.62 0.00 0.08 
27 cm right of drip shield center 81 -27 294.13 0.00 0.27 
81 cm right of drip shield center 135 27 290.10 0.00 1.01 

Bounding Flow Rate Tests (DTN: M00208EBSATBWP.028 [DIRS 163405]) 
54 cm left of drip shield center 
(High Flow Rate) 0 -108 330.74 193.87 0.00 

27 cm left of drip shield center 
(High Flow Rate) 27 -81 328.65 0.63 0.00 

27 cm right of drip shield center 
(High Flow Rate) 81 -27 306.65 0.00 0.35 

27 cm right of drip shield center 
(Low Flow Rate) 81 -27 545.14 0.00 11.11 

27 cm right of drip shield center 
(Low Flow Rate) 81 -27 70.80 0.00 0.39 

27 cm left of drip shield center 
(Low Flow Rate) 27 -81 113.32 1.36 0.00 

54 cm left of drip shield center 
(Low Flow Rate) 0 -108 118.10 0.00 0.00 

Table 7.1-4. Atlas Breached Drip Shield Experiments on Rough Drip Shield Surface - Dripping on 
Crown - Fraction of Dripping that Flowed into Breaches and Rivulet Spread Angle 

Drip Location 
Breach 

Collecting Flow fexpt 

Spread Angle (degree) 
Right Left 

81 cm left of drip shield center 4 0.0018 13.4 7.3 
27 cm left of drip shield center 4 0.0365 9.0 7.5 
27 cm right of drip shield center 5 0.0005 6.6 6.6 
27 cm right of drip shield center 5 0.0018 0 0.7 
81 cm right of drip shield center 5 0.0070 11.2 21.6 
54 cm left of drip shield center 
(High Flow Rate) 4 1.1723 0.8 0 

27 cm left of drip shield center 
(High Flow Rate) 4 0.0038 6.3 6.3 

27 cm right of drip shield center (High Flow Rate) 5 0.0023 4.0 4.0 
27 cm right of drip shield center 
(Low Flow Rate) 5 0.0408 30.2 10.5 

27 cm right of drip shield center 
(Low Flow Rate) 5 0.0110 - 0.7 
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Table 7.1-4. Atlas Breached Drip Shield Experiments on Rough Drip Shield Surface — Dripping on 
Crown — Fraction of Dripping that Flowed into Breaches and Rivulet Spread Angle 
(Continued) 

Drip Location 
Breach Collecting 

Flow fexpt 

Spread Angle (degree) 

Left Right 
27 cm left of drip shield center (Low Flow Rate) 4 0.0240 10.6 5.0 
54 cm left of drip shield center (Low Flow Rate) 4 0.0 0 0 
Mean — 0.108 7.25 
Standard Deviation — 0.335 7.18 
Median — 0.005 6.29 
Source: Microsoft Excel spreadsheet: Flux Splitting Validation, Worksheet: Rough DS, documented in 

Appendix E 

NOTES: — = no measurement 
Mean, standard deviation, and median for spread angle are for all (left and right) measurements. 

Following the approach used in Section 6.5.1.1.2.4, the "inner cluster" splash diameter is used 
for the effective length of the drip shield in the validation of the flux-splitting algorithm, which is 
given by Equations 6.3.2.4-4 and 6.3.2.4-6 (or 6.5.1.1.2-35). The form of the equation is: 

N 	tan 	l c  F 	1+ 	J VD ,  Las 	2 
(Eq. 7.1.1.1-1) 

where F is the fraction of dripping flux that flows through breaches, £ is one-half the width of 
a breach or patch, LDS  is the effective length of the drip shield (i.e., the length over which 
dripping or splattering occurs), a is the rivulet spread angle, and fvD  is the uncertainty factor 
for the drip shield developed for validation, corresponding to the drip shield uncertainty factor, 
fDs  . For the validation tests, the number of breaches, Nb , is one. 

The splash diameter is used for the effective length, LDS . As shown in Table 7.1-1, the "inner 
cluster" splash radius on the rough drip shield surface ranged from 3.5 cm to 48 cm (for more 
than 20 drops), giving a range for LDS  of 7 cm to 96 cm. The spread angle ranged (one standard 
deviation from the mean) from zero to 14.4°. For a drip shield patch width of 27 cm, £ = 

13.5 cm. Then, as shown in Table 7.1-5, F I fv,D=
Nb,e 
	  1+ 

 tan

2 

 a)  ranges from 0.141 to 2.17. 
LDS 

Table 7.1-5. Range of Estimates for F/fvp 

LDS (CM) 

Drip Shield 
RAID 

a=0° a= 14.4° 

7 1.93 2.17 
96 0.141 0.158 
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The fraction of dripping flux, fav,„ that entered breaches in 12 rough drip shield experiments 
ranged from zero to 1.17, with a mean of 0.108 and median of 0.0054. The wide range of 
uncertainty and randomness in the experiments is demonstrated in two of the tests having the 
same drip location (54 cm to the left of the drip shield center). The high drip rate test yielded the 
highest flow into a breach with a negligible spread, which is the expected result. What appears 
to be an unphysical result for this test, fexp, =1.17 , is obtained from the assumption that half of 
the dripping flux onto the crown flows down each side of the drip shield. This was evidently not 
the case in this particular test, since more than half of the dripping flux flowed into the breach. 
However, since there are no data available to determine what fraction of the dripping flux flowed 
down the side with the breach, the procedure for calculating fexp, is followed without limiting the 
values that are obtained (e.g., by limiting fexp, to a maximum of 1.0). The low drip rate test at 
the same drip location, which had zero rivulet spread, unexpectedly resulted in no flow into the 
breach. Statistics for Lip, are compared in Table 7.1-6 between the smooth drip shield surface 
experimental results (Table 6.5-2) and rough surface results discussed in this section. 

Table 7.1-6. Comparison of fexpt  Statistics for Smooth and Rough Drip Shield Surfaces 

Experiments Mean fexpt  Minimum feept  Maximum fexpt Median fexpt 

Drip Shield (Smooth Surface) 0.111 0.013 0.275 0.049 
Drip Shield Validation (Rough Surface) 0.108 0.0 1.17 0.0054 

The rough surface experimental results are now used to calibrate the drip shield flux-splitting 
submodel that is developed for validation purposes, yielding the uncertainty factor fvD  : 

f,, 
e  (

1+ 

tan aj •  
LDS 	2 

fvE. is at a minimum using the minimum value for LDS  (7 cm) and the maximum value for a 
(14.4°), resulting in fvp  = 0.46f exp , . The maximum for fvD  is obtained using the maximum 
value for LDS  (96 cm) and minimum value for a (0°), resulting in fvp, = 7.1 feSp, . Using the mean 
value for fe„,„ (0.108) results in a range for fvD  of 0.050 to 0.77. The drip shield flux-splitting 
algorithm developed in Section 6.5.1.1.2.4 produced the corresponding factor fDs  ranging from 
about 0.36 to 0.73. These factors ( fvD  and fDs ) actually represent the estimates of the upper 
bound on the uncertainty, since a lower bound is necessarily zero (i.e., no flow through a 
breach). Using the actual measured range of f exp, (0.0 to 1.17) instead of the mean increases the 
range estimated for fvD  to 0.0 to (7.1)(1.17) = 8.3. The corresponding range for fDs , using the 
measured range of fexp, (0.013 to 0.275) (Table 6.5-2) for the smooth surface tests instead of the 
mean (0.111), is 0.013/0.31 = 0.041 (for LDS  = 50 cm , a = 17.3°) to 0.275/0.152 = 1.8 (for 

LDS = 96 cm , a = 8.9°). Thus, using the extreme values of fexp, for estimating fDs  and fvD  , the 

fVD = (Eq. 7.1.1.1-2) 
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upper bound on fvD  actually spans the uncertainty in the upper bound estimate of fps , as 
summarized in Table 7.1-7. 

Table 7.1-7. Summary of fps and fvD  Values 

Based on Mean fexpt Based on Minimum fexpt Based on Maximum fexpt 

Minimum Maximum Minimum Maximum 

fDs 0.36 0.73 0.041 1.8 
fvD 0.050 0.77 0 8.3 

Based on mean values for the experimentally measured fraction of the dripping flux that flows 
through a breach, the rough drip shield surface factor shows that less of the dripping flux will 
flow through a breach, compared with the smooth surface results used to develop the drip shield 
flux-splitting submodel. The rough surface data validate the drip shield submodel by confirming 
an estimate of the upper bound on the uncertainty of 0.77, based on mean values for feXp , . The 

range on the estimate for fvD  is also about 0.7, which is comparable (about a factor of 2) to the 
uncertainty in fDs  . While the upper bound on the uncertainty factor is about the same for both 
the smooth and rough surfaces (0.73 vs. 0.77), the lower bound is much higher for the smooth 
surface (0.36 vs. 0.05). A random sampling from these ranges will give a mean value of 
about 0.54 for the smooth surface versus about 0.42 for the rough surface. So the smooth surface 
range will, on average, overestimate the flux through the drip shield compared to the rough 
surface range. Both the smooth surface and the rough surface results include a wide range of 
variability that is incorporated in the sampled uncertainty parameter fDs  for the drip shield 
flux-splitting submodel. The rough drip shield surface data provide confirmation that the drip 
shield submodel will generally overestimate the flux through that barrier. 

A final comparison is made between fDs  , which lumps the uncertainty in the rivulet spread 
angle into fDs , and a corresponding parameter for the rough drip shield surface, fv'D , is 
derived, where 

(i+  tan a)f,D.  
2 

(Eq. 7.1.1.1-3) 

Since a ranges from 0° to 14.4°, applying the maximum value for a will result in the range for 
of 0 to 0.87, based on the mean value of fexp, (0.108) that gives a range of 0.050 to 0.77 for 

fvD  • For comparison, fDs  was estimated to range from 0 to 0.85. The nearly identical ranges 
for fDs  and fv'D  validate the drip shield flux-splitting submodel. 

7.1.1.2 Waste Package Flux-Splitting Submodel 

Whereas the drip shield flux-splitting submodel is based on data from dripping on the crown of 
the smooth drip shield mock-up surface, the waste package flux-splitting submodel is based on 
data from off-crown drip locations on the smooth drip shield mock-up surface. Off-crown drip 
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locations are used because the steeper slope on the mock-up surface at those locations simulates 
more closely the higher radius of curvature of the waste package compared with the drip shield 
(Section 6.5.1.1.3). Additionally, the drop distance to drip locations that are off the crown was 
greater than for drips on the crown (2.17 m to the crown, 2.22 m to the 16.5° line, and 2.31 m to 
the 33° line (BSC 2003 [DIRS 163406], p. 6), which more closely mimics the greater drop 
distance from the drift to the waste package compared with the drip shield surface. Consistent 
with the validation of the drip shield flux-splitting submodel, the validation of the waste package 
flux-splitting submodel is based on data from the rough drip shield mock-up surface, but for 
off-crown drip locations, to be consistent with the waste package flux-splitting submodel. Using 
off-crown drip location data for the rough waste package surface (Table 7.1-8), the rivulet spread 
angle was found to depend strongly on the drip rate. These data are analyzed in the Microsoft 
Excel spreadsheet: Flux Splitting Validation, Worksheet: Rough off crown WP model, which is 
documented in Appendix E. The high drip rate resulted in an average spread angle of 27.1°; the 
nominal drip rate had a mean spread angle of 20.6°; and the low drip rate had a mean spread 
angle of 3.1°. However, to be consistent with the development of the spread angle for the waste 
package submodel, and to incorporate the real possibility of widely varying drip rates, all 50 data 
points are combined. The mean spread angle for the rough waste package surface with 
off-crown drip locations is therefore 9.4°, with a range (± one standard deviation of 9.6°) of 0° 
to 19.0°. 

In the off-crown splash radius tests #4 and #5 (Table 7.1-9) (Microsoft Excel spreadsheet: Flux 
Splitting Validation, Worksheet: Splash Radius, which is documented in Appendix E), the drip 
location was 33° and 16.5° off the crown. The mean splash radius was 8.9 cm, with a measured 
range of 3.0 cm to 15.0 cm. This gives an effective waste package length of about 6 cm to 30 cm 
for the tests. 

Table 7.1-8. Atlas Breached Waste Package Experiments on Rough Mock-Up Surface — Dripping off 
Crown — Rivulet Spread Data 

Drip Location on Mock-Up 
Spread at 33° Spread at Transition Relevant 

Patch Left (cm) Right (cm) Left (cm) Right (cm) 

Multiple Patch Tests (DTN: M00208EBSATBWP.027 [DIRS 163404]) 
81 cm right of center, 16.5° — a 

 — — — 5 
27 cm right of center, 16.5 °  8 12 6 8 5 
27 cm left of center, 16.5 °  21 19 12 13 4 
81 cm left of center, 16.5 °  16 22 14 12 4 
81 cm right of center, 33 °  — — 2 2 5 
27 cm right of center, 33 °  — — 3 1 5 
27 cm left of center, 33 °  — — 2 1 4 
81 cm left of center, 33 °  — — 3 4 4 

Bounding Flow Rate Tests (DTN: M00208EBSATBWP 028 [DIRS 163405]) 
54 cm left of center, 33 °  (Low Flow Rate) — — — — 4 
54 cm left of center, 33 °  (High Flow Rate) — — — — 4 
27 cm left of center, 33 °  (High Flow Rate) 6 b 8 14 4 
27 cm right of center, 33 °  (High Flow Rate) 5 b 3  b 12 11 5 
27 cm right of center, 33 °  (Low Flow Rate) — — 2.5 2.5 5 
27 cm right of center, 16.5 °  (High Flow Rate) 16 15 17 10 5 
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Table 7.1-8. Atlas Breached Waste Package Experiments on Rough Mock-Up Surface — Dripping off 
Crown — Rivulet Spread Data (Continued) 

Drip Location on Mock-Up Spread at 33° Spread at Transition 
Relevant 

Patch 

27 cm left of center, 16.5° (High Flow Rate) 26 32 13 34 4 
54 cm left of center, 16.5° (High Flow Rate) 25 20 26 19 4 
54 cm left of center, 16.5° (Low Flow Rate) 3 6 — — 4 
27 cm left of center, 16.5° (Low Flow Rate) 3 2 1 0 4 
27 cm right of center, 16.5° (Low Flow Rate) 0 0 0 0 5 
27 cm left of center, 33° (Low Flow Rate) — — 6 4.5 4 
e — = rivulet spread not measured 
b  These data are ignored due to inconsistent behavior – rivulet spread should not occur at the drip location. 

Table 7.1-9. Atlas Breached Waste Package Experiments on Rough Mock-Up Surface — Dripping off 
Crown — Splash Radius Tests 

No. Drips 
Splash Radius (cm) 

Comments Left Right 

Splash Radius Test #4 (33°) (DTN: M00207EBSATBWP.021 [DIRS 163399]) 

31 3.0 3.5 Measured inner cluster (bulk) 
82 5.5 6.0 Measured inner cluster (bulk) 
158 6.5 6.5 Measured inner cluster (bulk) 

Splash Radius Test #5 (16.5°) (DTN: M00207EBSATBWP.021 [DIRS 163399]) 
22 9.0 10.0 Measured inner cluster (bulk) 
82 13.0 14.5 Measured inner cluster (bulk) 
156 14.0 15.0 Measured inner cluster (bulk) 

The experimentally measured fraction of the drip flux that flowed into all breaches ( fexp,) from 
off-crown drip locations is given in Table 7.1-10. The breaches that were the focus of a 
particular test or into which flow was expected have fexpi  values shown in bold. For fexpi values 

in bold, f,,,„ had a mean of 0.12, with a standard deviation of 0.23. The measured minimum 
fraction was 0.0 and maximum was 0.621. 

Following the approach used in Section 6.5.1.1.3, the "inner cluster" splash diameter is used for 
the effective length of the waste package in the validation of the flux-splitting algorithm, which 
is given by Equations 6.3.3.2.5-1 (or 6.5.1.1.3-2) and 6.3.3.2.5-3 (or 6.5.1.1.3-1). The form of 
the equation is: 

F  N ife ri+  tat  
Lwp 	2 

(Eq. 7.1.1.2-1) 

where F is the fraction of dripping flux that flows through breaches, is one-half the width of 
a breach or patch, Lwp is the effective length of the waste package (i.e., the length over which 
dripping or splattering occurs), a is the rivulet spread angle, and fvw  is the uncertainty factor 
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for the waste package developed for validation, corresponding to the waste package uncertainty 
factor, fvp . For the validation tests, the number of breaches, N b  , is one. fvw  is obtained by 
inserting f.,„ the measured fraction of the dripping flux that flowed into breaches, for F in 
Equation 7. 1 . 1 .2- 1 : 

fVW 
fexpt  

N b ,e  (1+  tana)  
Lwp 	2 

(Eq. 7.1.1.2-2) 

Table 7.1-10. Atlas Breached Waste Package Experiments on Rough Mock-Up Surface - Dripping off 
Crown - Flow into Breaches 

Drip Location on Mock-Up 
Water Input 

(g) 
Breach 4 
Inflow (g) 

Breach 4 
fexpt 

Breach 5 
Inflow (g) 

Breach 5 
fexpt 

81 cm right of center, 16.5° 282.96 0 0 0.76 0.0027 
27 cm right of center, 16.5° 316.74 0 0 0.35 0.0011 
27 cm left of center, 16.5° 309.57 0.48 0.0016 0.44 0.0014 
81 cm left of center, 16.5° 242.56 0.94 0.0039 0 0 
81 cm right of center, 33° 109.4 0 0 0.22 0.0020 
27 cm right of center, 33° 108.44 0 0 0.30 0.0028 
27 cm left of center, 33° 107.33 0.33 0.0031 0 0 
81 cm left of center, 33° 106.75 0.01 0.0001 0 0 
54 cm left of center, 33° (Low Flow 
Rate) 123.13 53.27 0.4326 0 0 

54 cm left of center, 33° (High Flow 
Rate) 330.03 204.99 0.6211 0 0 

27 cm left of center, 33° (High Flow 
Rate) 339.24 0.06 0.0002 0 0 

27 cm right of center, 33° (High 
Flow Rate) 330.22 0.10 0.0003 1.23 0.0037 

27 cm right of center, 33° (Low 
Flow Rate) 112.36 0 0 0.80 0.0071 

27 cm right of center, 16.5° (High 
Flow Rate) 313.82 0 0 1.14 0.0036 

27 cm left of center, 16.5° (High 
Flow Rate) 322.07 1.34 0.0042 0.19 0.00059 

54 cm left of center, 16.5° (High 
Flow Rate) 328.27 197.92 0.6029 0 0 

54 cm left of center, 16.5° (Low 
Flow Rate) 94.41 57.18 0.6056 0 0 

27 cm left of center, 16.5° (Low 
Flow Rate) 115.97 0.34 0.0029 0.45 0.0039 

27 cm right of center, 16.5° (Low 
Flow Rate) 119.76 0 0 0.09 0.0008 

27 cm left of center, 33° (Low Flow 
Rate) 115.81 0.36 0.0031 0 0 

Sources: DTNs: M00208EBSATBWP.027 [DIRS 163404]; M00208EBSATBWP.028 [DIRS 163405] 

NOTE: 	For all fexpt values in bold: mean = 0.115; standard deviation = 0.234; median = 0.0031; 
minimum = 0.00014; maximum = 0.621. 
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Statistics for fa,p, are compared in Table 7.1-11 between the smooth surface experimental results 
used for the waste package flux-splitting submodel (Appendix D) and rough surface results 
discussed in this section (Table 7.1-10). 

Table 7.1-11. Comparison of fexpt  Statistics for Smooth and Rough Surfaces 

Experiments Mean fexpt Minimum fexpt Maximum fexpt Median fexpt 

Waste Package (Smooth Surface) 0.295 0.0 1.066 0.0142 
WP Validation (Rough Surface) 0.115 0.0001 0.621 0.0031 
WP = waste package 

With the values for the breach flow fraction ( fexp,), the effective waste package length (Lwp  ), 
and the spread angle (a) as determined above, using off-crown rough surface test data, the range 
for fvw  is determined. The half-width of the patch used in the experiments (e =13.5 cm) is used 
to evaluate fvw  . The minimum for fvW  is obtained using the minimum effective waste package 
length (Lwp  =6.0 cm) and the maximum spread angle (a = 19.0°), resulting in fvw  = 0.379fexpt 
The maximum for fvw  is obtained using the maximum effective waste package length 
(Lwp  = 30 cm) and the minimum spread angle (a = 0°), resulting in fvw  = 2.22f exp, . Using the 
mean value of fe,p, (0.115), fvw  for the waste package ranges from 0.044 to 0.26. Over the 
measured range of fexp, (0 to 0.621), fvw  ranges from 0.0 to (2.22)(0.621) = 1.38. The range 
obtained for fwp  (0.909 to 2.00), based on the mean smooth surface value of f exp, (0.295), is 
higher. When the measured range of smooth surface fexp, values (0.0 to 1.066; Figure D-10) for 
the waste package flux-splitting analysis is used instead of the mean, fWP ranges  from 0.0 to 
3.28. The waste package flux-splitting submodel (based on smooth surface data) overestimates 
flow through breaches compared to the model validation estimates (based on rough surface data), 
which in turn overestimates the advective releases of radionuclides compared to the model 
validation estimates. The estimated values for fwp and fv, are summarized in Table 7.1-12. 

Table 7.1-12. Summary of fwp and fvw  Values 

Based on Mean fexpt Based on Minimum fexpt Based on Maximum fexpt  

Minimum Maximum Minimum Maximum 

fwp 0.909 2.001 0.0 3.28 
fvw 0.044 0.26 0.0 1.38 
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As with the drip shield flux-splitting submodel, a final comparison is between fivp , which lumps 
the uncertainty in the rivulet spread angle into f w p , and a corresponding parameter for the rough 
waste package surface, fiw  , where 

tan 
fvw 

 

=(1 + 2  yvw • (Eq. 7.1.1.2-3) 

For the rough surface, a ranges from 0° to 19.0°. Applying the maximum value for a results in 
the range for fiw  of 0 to 0.30, based on the mean value of fexp, . For comparison, fivp  was 
estimated to range from 0 to 2.41. The wider range for f typ means that the waste package flux- 
splitting submodel tends to overestimate the flow through breaches in the waste package 
compared to the rough surface validation tests. The overlapping ranges for fWP  and fiw  
validate the waste package flux-splitting submodel. 

Sections 7.1.1.1 and 7.1.1.2 have demonstrated that the drip shield and waste package 
flux-splitting submodels based on experiments using smooth drip shield mock-up surfaces 
overestimate fluxes when compared to the experimental data using rough drip shield mock-up 
surfaces. The validations discussed uncertainties in relevant parameters. Based on these 
validation results, the EBS flow model is adequate for its intended use. 

7.1.2 Results of Critical Review of the EBS Flow Model 

A critical review of the EBS flow model was conducted as specified in the TWP (BSC 2006 
[DIRS 177739], Section 2.2.3). This model validation approach is justified based on 
requirements of SCI-PRO-006, Section 6.3.2, where the critical review is listed as an appropriate 
method for model validation. The results of the critical review are presented in Appendix M. 

7.2 EBS TRANSPORT MODEL 

The transport of radionuclides through the EBS is modeled, using assumptions in Section 5, as a 
combination of advective and diffusive transport, including retardation between a series of 
three domains: 

• Waste form domain 
• Corrosion products domain 
• Invert domain. 

Advective transport is considered when water enters the waste form domain and is able to flow 
through the EBS and enter the UZ. The EBS flow model (Section 7.1) calculates the water flux 
between each domain and a separate model provides radionuclide concentrations. 

Diffusive transport between each of the domains occurs regardless of whether water is flowing 
though the EBS, since, by Assumption 5.5, a continuous film of water is always present on all 
surfaces of internal waste package components and corrosion products in a breached waste 
package when the temperature is below the boiling point of water in the repository. Diffusive 
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transport between each domain is modeled in one dimension and, therefore, is dependent upon 
the following parameters that can vary as a function of time and according to the specific 
transport pathway: 

• Effective diffusion coefficient 
• Diffusive area 
• Diffusion length. 

The effective diffusion coefficient is calculated from Archie's law and is dependent upon the free 
water diffusion coefficient, porosity, and saturation in each domain. Additionally a temperature 
correction is made for diffusion in the invert domain. Porosity is either assumed to be constant 
or is provided by a separate model (e.g., SNL 2007 [DIRS 180616]). Saturation varies with 
relative humidity. The diffusive area is calculated differently for each domain but is either a 
function of the number of breaches in the waste package (corrosion patches or stress corrosion 
cracks) or it is calculated from the geometry of the different components of the EBS. The 
diffusive area of breaches also depends on the scenario class being modeled. The diffusion 
length is either calculated from EBS geometry or is sampled, depending upon the domain. 

As stated in Section 7, the level of confidence required for the EBS transport model is Level II, 
which is described in Section 7. In Sections 6.3 and 6.5, a detailed explanation and justification 
is presented on the formulation of the transport model. These sections include a great amount of 
information that is relevant to Level II validation. In addition, the following sections include 
auxiliary information aimed to validate further certain components of the transport model. 

Section 7.2.1 develops water vapor adsorption isotherms for corrosion products and CSNF 
degradation rind from laboratory measurements reported in refereed journals; these data had not 
been used to develop the adsorption submodels described in Sections 6.3.4.3.2 and 6.3.4.6. 
Comparison with the model isotherms shows that the bands of uncertainty overlap, thereby 
validating the isotherms used in the in-package diffusion submodel. Section 7.2.1 also describes 
a comparison between the in-package diffusion submodel and two similar, independently 
developed models of transport from a waste package to the invert. The comparison shows that 
although each model uses a different set of assumptions, the assumptions used and the final 
diffusion coefficients calculated by each model generally agree and, thus, the transport model is 
valid for its intended purpose. 

Section 7.2.2 compares the invert diffusion coefficient temperature, porosity, and saturation 
dependence with other published data. The temperature dependence of the diffusion coefficient 
applies throughout the EBS, not just to the invert, and is validated by close agreement with 
independent measurements of diffusion coefficient temperature dependence reported in refereed 
journals. 

Section 7.2.3 compares the Kd values obtained using the radionuclide competitive surface 
complexation model with recent tabulations of Kds measured in the laboratory. 
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7.2.1 In-Package Diffusion Submodel 

Diffusive transport within the waste package will limit the release of radionuclides for those 
waste packages in a no-seep environment. The in-package diffusion submodel is directly related 
to the waste isolation attribute (limited release of radionuclides from the engineered barriers) 
because the model predicts delays in the release of mass from the waste package in comparison 
to the TSPA-SR model, which immediately mobilized radionuclides at the external surface of the 
waste package. 

Level II validation is appropriate for the in-package diffusion submodel as it is part of the EBS 
radionuclide transport model (Section 7). In addition, the in-package diffusion submodel has the 
following features: 

• The in-package diffusion submodel is not extrapolated over large distances or spaces. 
There is an inherent time extrapolation in the model. 

• The in-package diffusion submodel bounds the uncertainties by considering 
two bounding states. In the first state, the waste package internal components are 
considered to be in their intact, as-emplaced condition. For the second state, the 
iron-based waste package internal components are considered to be completely degraded 
to a porous material. Although these are two bounding end states, uncertainties exist in 
the time- and spatially-dependent intermediate conditions. 

• The in-package diffusion submodel has a minor impact on dose time history in the first 
10,000 years, based on sensitivity calculations performed for the prioritization report, 
Risk Information to Support Prioritization of Performance Assessment Models 
(BSC 2003 [DIRS 168796], Sections 3.3.6 through 3.3.11). Those studies indicate that 
the estimate of mean annual dose in the first 10,000 years has only a minor dependence 
on in-package conditions that impact diffusion. 

The in-package diffusion submodel addresses radionuclide transport under no-drip conditions, 
where the only water present is water vapor and adsorbed water on internal waste package 
surfaces. This submodel is based on the assumption that all surfaces exposed to humid air have a 
thin film of water adsorbed onto the surface in which radionuclides may dissolve and through 
which diffusion may occur. The objective of the in-package diffusion submodel is to calculate 
the water saturation resulting from water vapor adsorption on porous steel and waste form 
degradation products and estimate the saturation-dependent diffusion coefficients in the porous 
material. The in-package diffusion submodel is applied to two distinct materials inside a 
breached waste package: (1) waste form degradation rind, and (2) steel corrosion products. The 
form and application of the submodel is identical for the two materials; only the material 
properties are different, specifically, the water vapor adsorption isotherms, the specific surface 
areas, the densities, and the porosities. 

The in-package diffusion submodel is validated by comparison to two other models: 

• Electric Power Research Institute (EPRI) Phase 5 (EPRI 2000 [DIRS 154149]) 
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• A model by Lee et al. (1996 [DIRS 100913]) for diffusive releases from waste package 
containers with multiple perforations. 

The in-package diffusion submodel is based on the one-dimensional diffusion equation, Fick's 
first law of diffusion (Bird et al. 1960 [DIRS 103524], p. 503): 

q' = –D aC  
A 	ax 

(Eq. 7.2.1-1) 

That is, the fundamental process being modeled is diffusion through a porous medium, a process 
that is well understood and fully accepted throughout the scientific and engineering community. 

Certain underlying assumptions need to be addressed. It is assumed that the bulk of the 
corrosion products inside a waste package are a mixture of goethite, HFO, Cr20 3 , and NiO, 
based on the composition of steels in the internal non-waste form components. 

In the RTA, for purposes of estimating water saturation, the waste form is treated as a mixture of 
surrogate actinide oxides to represent the schoepite and various other oxidized fission products. 
The most important physical properties affecting water saturation—water vapor adsorption 
isotherm and specific surface area—are sampled parameters that allow the uncertainty in their 
values to be assessed in TSPA. 

The composite corrosion products water vapor adsorption isotherm used for the in-package 
diffusion submodel is compared with other measured isotherms for goethite, hematite, Cr203, 
and NiO, shown in Figures 7.2-1, 7.2-2, and 7.2-3, respectively. Data from these figures were 
captured using Grab It!TM Excel based digitizing software. Only measured data points were used 
when individual data points were discernible in the plots (Figures 7.2-1b, 7.2-2, and 7.2-3). In 
Figure 7.2-1a, sufficient points were captured to allow the shape of the original plot to 
reproduced faithfully. Except for the Cr2O3 isotherm, the data cover only a narrow range of RH, 
to less than 0.50. A composite isotherm was created using these few data. This isotherm is 
shown in Figure 7.2-4, along with its three-standard-deviation bounds, and is compared with the 
model composite isotherm with its three-standard-deviation bounds. The regions overlap for RH 
values greater than about 0.42, which is the region that is most important in TSPA calculations, 
since this is where water saturation is high enough to allow diffusion of radionuclides to occur. 
For the most part, the validation isotherm predicts a greater amount of adsorbed water than the 
model isotherm. This is due in part to the sparseness of validating data, most of which show a 
larger amount of water adsorbed at a given RH. In addition, the validation isotherm is unduly 
weighted by the one isotherm that extends to high RH values. This isotherm is for Cr203, which, 
as seen in Figure 6.3-34, tends to adsorb more water at a given RH than the other corrosion 
product components, causing the validation isotherm to be high compared to the model isotherm. 
The validation isotherm is also shifted to higher amounts of adsorbed water due to the isotherms 
for hematite from Mazeina and Navrotsky (2007 [DIRS 181235]) using a new calorimetric 
technique. The amount of adsorbed water they measured is higher by at least a factor of two 
than has been reported for hematite by any other researcher. Considering the limitations in the 
data available for validation, these data support validation of the model isotherm. 
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Source: Mazeina and Navrotsky 2007 [DIRS 181235], Figure 3 

Figure 7.2- 1. 	Water Vapor Adsorption Isotherm for (a) Goethite and (b) Hematite 
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Figure 7.2-2. Water Vapor Adsorption Isotherm for Cr203 

Source: Yao 1965 [DIRS 181240], Figure 3 

Figure 7.2-3. Water Vapor Adsorption Isotherm for NiO 
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Figure 7.2-4. 	Validation of Adsorption Isotherms for Water Vapor on Corrosion Products 

The composite CSNF rind degradation products water vapor adsorption isotherm, based on 
surrogate waste form materials, is validated in the same manner as the steel corrosion products, 
namely, by comparing separate measurements of water vapor adsorption isotherms for other, 
similar materials, with the model CSNF rind isotherm. Isotherms for adsorption onto ThO 2 , 
Figure 7.2-5 (Fuller and Agron 1976 [DIRS 178306]). Zr02, Figure 7.2-6 (LaVerne and Tandon 
2003 [DIRS 178303]), and Pu0 2, Figures 7.2-6 and 7.2-7 (LaVerne and Tandon 2003 
[DIRS 178303] and Stakebake and Steward 1973 [DIRS 1783051) are included in a composite 
adsorption isotherm for waste form materials for validation of the CSNF model isotherm. This 
isotherm is shown in Figure 7.2-8, along with its three-standard-deviation interval, and compared 
with the model isotherm and its three-standard-deviation interval, from Figure 6.3-43. The 
validation isotherm lies with the three-standard-deviation interval of the model isotherm, and the 
three-standard-deviation interval of the model isotherm is fully hounded by that of the validation 
isotherm, which supports validation of the model isotherm. 

ANL-WIS-PA-000001 REV 03 	 7-25 	 October 2007 



EBS Radionuclide Transport Abstraction 

48 

40 

32 
N 
0 
1 - 

24 
N 

16 

8 

0 

• DESORPTION 
• ADSORPTION  

1 	 -1 

• .•0" 

11,;441411 

• ,......0-1- 
AdlIM 

-:4117. 

BET MONOLAYER 

0.2 
	

04 	0.6 
	

08 
	

10 
P/P0  

Source: Fuller and Agron 1976 [DIRS 178306], Figure 1 

Figure 7.2-5. Water Vapor Adsorption Isotherm for Th02 

30 

25 

UO2  
—N— Zr02  
--o— CeO2  

Pu02  

3 10 

41 

0 Sri 	I . I . I 111  

10 20 30 40 50 60 70 80 90 100 

Relative Humidity (%) 

Source: LaVerne and Tandon 2003 [DIRS 178303], Figure 1 

Figure 7.2-6. Water Vapor Adsorption Isotherm for Zr0 2  and Pu02 

ANL—WIS—PA-000001 REV 03 7-26 	 October 2007 



a RUN No.1 
RUN No 

■ RUN No3 

RUNS ¢ - 

Figure 7.2-7. 	Water Vapor Adsorption Isotherm for PLD ?  

30 
• Thai  - Foliar and *gran IVO 
■ 7,07  - LaWerte and Tortion 2003 
a  Nal - LaVarre And Tandon 2003 
■ PIA ' SPakobooto and Slicvtard 1973 

25 

- 

 Voidation FHH F4 
• • • 	Vicc1abon FHH FR • 3 Sid Div Interval 
- FA Accdol 
	 FHH Fi • MOON - 95% ProdiCkIn UMW 
- FHH Fit - Modal - 3 Sid Div Ilervel 

20 

7 
- T 5 

10 

11 
imilmillifo  011 I I 

00 

EBS Radionuclide Transport Abstraction 

Source 	Stakebake and Steward 1973 [DRS 178305], Figure 2 

Source: DTN: SNO703PAEBSRTA 001. fire CSNF Isotherm Compilation.xls. worksheet "Validation & FHH Fit -

Figure 7.2-8. 	Validation of Adsorption Isotherms for Water Vapor on CSNF Degradation Rind 

ANL. W IS PA-000001 REV 03 	 7-'r 	 October 2007 



EBS Radionuclide Transport Abstraction 

7.2.1.1 Comparison with Electric Power Research Institute 2000 

Validation of the diffusion coefficient calculation in the in-package diffusion submodel is 
provided in part by comparison with a similar model developed independently by a reputable 
performance assessment program (EPRI 2000 [DIRS 154149]). The specific criteria to be met 
are that the EPRI model diffusion coefficient agrees with the diffusion coefficient calculated in 
the in-package diffusion submodel within an order of magnitude or that the EPRI model value is 
reasonably bounded by the in-package diffusion submodel value in the pertinent range of relative 
humidity (>90 percent). The wide range of acceptance for the diffusion coefficient calculation is 
justified considering that while the EPRI model specifies a fixed set of conditions, it is intended 
to be applied under all expected repository conditions, yet uncertainty is not characterized. 

The EPRI source-term model, COMPASS2000, implements five compartments—Waste, 
Corrosion Products, Canister, Invert, Near-Field Rock—of which two (Corrosion Products and 
Canister) are analogous to portions of the in-package diffusion submodel. The Corrosion 
Products compartment represents the porous material that is formed after the basket materials are 
corroded. The Canister compartment represents the failed metal canisters. As with the GoldSim 
TSPA model, each compartment is treated as a mixing cell in which radionuclide concentrations 
are assumed to be uniform. Mass balances in each compartment account for the various 
processes that comprise the model, including transport by diffusion and advection, radioactive 
decay and ingrowth, sorption, dissolution, and precipitation. 

In the EPRI model, EBS transport parameters are assigned fixed values. Both the Corrosion 
Products and corroded Canister compartments have a porosity of 0.42 (EPRI 2000 
[DIRS 154149], p. 6-21), comparable to the porosity of 0.40 used for corrosion products in the 
RTA. A lower value for porosity overestimates releases of radionuclides. 

The EPRI report (EPRI 2000 [DIRS 154149], p. 6-22) assumes corrosion products are Fe203, 
based on cited studies (EPRI 2000 [DIRS 154149], p. 6-31) of corrosion products of carbon steel 
in humid, oxidizing environments that indicate that in the presence of an abundant supply of 
oxygen, iron would be expected to exist as Fe203, or FeOOH or Fe(OH)3. However, the EPRI 
report (EPRI 2000 [DIRS 154149], p. 6-31) acknowledges that goethite may well be the 
dominant phase due to the slow kinetics of the transition from goethite to hematite, which 
supports the use in the RTA of goethite and HFO as the iron oxide phases. 

The EPRI model assumes a fixed water saturation of 0.35 in both the Corrosion Products and 
corroded Canister compartments (EPRI 2000 [DIRS 154149], p. 6-21). This value is appropriate 
for modeling cases involving advective transport but overestimates releases of radionuclides for 
the expected large fraction of the repository that has no seepage flux, where the only water 
present is adsorbed water. The in-package diffusion submodel specifically applies to those 
regions and provides a more realistic estimate of saturation as a function of relative humidity. 

In the EPRI report, water saturation in the waste form is an assumed constant value (20 percent) 
"that is likely to be very conservative... that is likely to cause the release rate of potentially 
solubility-limited species... to be overestimated" (EPRI 2000 [DIRS 154149], pp. 6-21 to 6-22). 
The RTA diffusion submodel reduces that excessive conservatism by letting the water saturation 
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depend on the relative humidity and the extent of degradation of the waste form, both of which 
vary over time. 

The EPRI model uses a fixed value for effective diffusion coefficient of 4.645x10 -4  m2  yr-I  
(1.472 x 10-11  m2  s-1 ) in both the Corrosion Products and corroded Canister compartments 
(EPRI 2000 [DIRS 154149], p. 6-22). Using the fixed values of porosity and saturation used in 
the EPRI model, 0.42 and 0.35, respectively, the only variation in computing the effective 
diffusion coefficient using Archie's law (Equation 6.3.4.3.5-2) is the radionuclide molecular 
diffusion coefficient, which ranges from 5.97 x 1040 m2 s - 1 (for Th) to 2.06 x 10-9  m2  s' l  (for Cs) 
(see Table 4.1-7). Then the effective diffusion coefficient ranges from 2.4 x 10-11  m2  s.I  to 
8.2 x 10 - 11 m2 s-1, or a factor of 1.6 to 5.6 higher than the EPRI effective diffusion coefficient. 
This shows that the use of Archie's law in the RTA results in slightly overestimating the 
effective diffusion coefficient relative to the value used in the EPRI model. 

The value used for water saturation in the EPRI model appears too high for no-drip conditions, 
where the only source of water is humidity in the air. A comparison can be made with the RTA 
water saturation calculation, which depends on porosity, density, specific surface area, relative 
humidity, and FHH adsorption isotherm parameters s and k. Except for porosity, which is fixed, 
and relative humidity, which varies with time and environmental conditions in the TSPA 
calculation, these are uncertain parameters represented by a range and distribution. Consider a 
representative value for specific surface area of 100 m2  g-1  (at the high end of the range for 
goethite and the low end for HFO), a density of 4,000 kg r11-3  (approximate average for goethite 
and HFO), and the porosity of 0.4 used for corrosion products in the RTA. A water saturation of 
0.35 (the EPRI value) is achieved in the RTA model at nearly 100 percent relative humidity (the 
actual range being 0.99985 to 0.9999989, for the range of FHH parameters). In effect, the EPRI 
model, based on RTA estimates, assumes nearly bulk water condensation conditions. Thus, 
when the humidity is high, the EPRI model and in-package diffusion submodel, agree. In 
contrast, the in-package diffusion submodel provides diffusion coefficient values that depend on 
humidity, composition of the domain (various waste forms and steels), as well as 
radionuclide species. 

The EPRI model also specifies fixed diffusive lengths, which are defined as the distance from the 
center of the compartment to the interface of the two contacting compartments. For the 
Corrosion Products compartment, the diffusion length is 0.046 m; for the Canister compartment, 
the diffusion length is 0.025 m (EPRI 2000 [DIRS 154149], p. 6-22). In a well-degraded waste 
package, these are reasonable values, comparable to those used in the in-package diffusion 
submodel. 

For the conditions assumed in the EPRI model, namely, at later times when the waste package is 
extensively corroded, the in-package diffusion submodel agrees well with the EPRI model in 
terms of conceptual models and approximate values for important parameters. The primary 
differences are that the in-package diffusion submodel accounts for a wider range of conditions, 
including times just after breaches first appear in the waste package. In addition, the in-package 
diffusion submodel accounts explicitly for the relative humidity, which realistically is the only 
source of water when seepage does not occur, and for differences in diffusion coefficients among 
radionuclides. Thus, there is agreement between the models, and where differences occur, it is 
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primarily to increase the realism of the diffusive release calculation in the RTA and to account 
for uncertainty. 

7.2.1.2 Comparison with Lee et al. 1996 

Validation of the in-package diffusion submodel is provided in part by comparison with a similar 
model developed independently and published in technical literature (Lee et al. 1996 
[DIRS 100913]). 

Lee et al. (1996 [DIRS 100913]) developed a model for steady-state and "quasi-transient" 
diffusive releases from waste packages into the invert. In this model, perforations in the package 
are assumed to be cylindrical in shape. The diffusion path consists of the approach to the 
opening of the perforation from the waste form side; the path through the cylindrical portion of 
the perforation, which is filled with corrosion products; and the path through the exit disk 
separating the perforation from the invert. The waste is assumed to be distributed uniformly 
inside the waste container. The package is approximated by an equivalent spherical 
configuration, and the underlying invert is represented by a spherical shell surrounding 
the package. 

The model of Lee et al. (1996 [DIRS 100913]) is suitable for the late stages of package 
degradation when the waste form has become a mass of porous corrosion products. Although 
Lee et al. (1996 [DIRS 100913]) assumed the packages failed by localized corrosion, this model 
should be equally applicable to failure by general corrosion. 

The assumption of Lee et al. (1996 [DIRS 100913]) that the waste (i.e., radionuclide source) is 
uniformly distributed inside the waste package restricts the applicability of the model and 
comparison to the in-package diffusion submodel to the times when the waste package has 
extensively corroded. The object of the in-package diffusion submodel is to provide more 
realism at earlier and intermediate times, when the waste cannot yet be considered a uniform 
porous medium. (In the in-package diffusion submodel, the dependence of the diffusive 
properties of the waste package on the extent of degradation is computed explicitly as a function 
of time; [Sections 6.3.4.3.5 and 6.5.2.2]. On the other hand, the fundamental assumption that 
diffusive releases are controlled by diffusion through breaches that are filled with porous 
corrosion products may be valid over much of the waste package lifetime, including early times, 
when stress corrosion cracks are the first breaches to appear. Lee et al. (1996 [DIRS 100913], 
p. 5-67) assume that the porosity of the perforations is 0, = 0.4 and the volumetric water 
content is (13 =10 percent (so the water saturation in the perforations is a constant 
S„, = (I) 1(10000,)= 0.25 ). Based on data by Conca and Wright (1990 [DIRS 101582]; 1992 
[DIRS 100436]), Lee et al. compute a diffusion coefficient, D (m2  s-I ), for the porous corrosion 
products filling the perforations (Lee et al. 1996 [DIRS 100913], p. 5-67): 

log o  D = —12.255(± 0.0499)+1.898(± 0.0464)log lo  (I) , 	(Eq. 7.2.1.2-1) 

where the numbers in parentheses are one standard deviation, and the constant term has been 
modified from Lee et al. to account for changing units on D from cm2  s-I  used by Lee et al. to 
m2 S-I

. From the discussion in Section 6.3.4.1.1, it is likely that this equation, being based on 
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data by Conca and Wright (1990 [DIRS 101582]; 1992 [DIRS 100436]), should be written using 
log10 (0„,D) rather than log10  D; however, this model validation comparison will use the 
equation as given by Lee et al., since not enough information is available to repeat their analysis. 

For D =10 percent (the assumed volumetric water content of the perforations), 
Equation 7.2.1.2-1 gives D = 4.4 x 10- 11 m2 s-1 . Lee et al. assume that the diffusion coefficient 
inside the waste package (as opposed to the perforations) is 10 -9  m2  s-1  (Lee et al. 1996 
[DIRS 100913], p. 5-67). As a comparison, the self-diffusion coefficient for water 
is 2.299 x 10-9  m2  s-I  (Mills 1973 [DIRS 133392], Table III), and for actinides the free water 
diffusion coefficient in water ranges from 5.97 x 10 113 m2 s-i (for Th) to 2.06 x 10-9  m2  (for 
Cs) (see Table 4.1-7). The value for D obtained from Equation 7.2.1.2-1 (4.4 x 10-11  m2  s-I ) 
accounts for porosity, saturation, and tortuosity, and thus is comparable to the values for 0,,Ds , 
obtained from Equation 6.3.4.3.5-2. For a water content of 10 percent, 0,,D5, ranges from 
about 1.1 x 10 11  m2  s-I  (Th) to about 3.91 x 10 -11  m2  s-I  (Cs), which compares favorably with the 
value used by Lee et al. (1996 [DIRS 100913], p. 5-67). 

The in-package diffusion submodel provides a means for quantifying the uncertainty in diffusion 
coefficients for diffusion of radionuclides from within the waste form to the invert. Whereas 
other models consider only the times when the waste package is largely degraded, the in-package 
diffusion submodel presented here also considers earlier times, starting from the time of the 
initial waste package breach. The time period between initial breach and complete degradation 
of the internal components may span many thousands of years. Thus, the in-package diffusion 
submodel fills a major time gap in modeling diffusive releases from a waste package. In effect, 
it provides a rationale for interpolating between essentially a zero diffusion coefficient (due to 
the absence of water) when a waste package is first breached to a value at a time when porous 
corrosion products can be expected to fill the waste package with a degree of water saturation 
capable of transporting radionuclides. The in-package diffusion submodel is considered 
validated based on corroborating data for input parameters such as water adsorption isotherms 
and specific surface areas, and based on the agreement with two other waste package diffusion 
models in areas where these models apply. 

7.2.2 Invert Diffusion Submodel—Temperature, Porosity, and Saturation Dependence 

Level II validation is appropriate for the invert diffusion submodel as it is part of the mechanisms 
for radionuclide transport from waste package to the drift wall through the invert (see Section 7). 
In addition, the invert diffusion submodel has the following features: 

• Diffusive release from the engineered barrier system does not result in significant 
releases from the repository system. Under expected conditions, there is a small 
probability of waste package breaching, and only limited release at all is likely. 
Therefore, the diffusion properties of the invert that might affect this release are 
expected to play a small role in the estimate of performance of the system under these 
conditions. The invert diffusion coefficient is also expected to play a small role for 
disruptive conditions under which more significant breaching of the waste package 
might occur. In this case, transport through the invert would be dominated by advection, 
and diffusion would therefore provide only a minor contribution. Therefore, the 
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diffusion submodel is not expected to play a major role in the assessment of system 
performance. 

• In addition to the above, the invert diffusion properties submodel is not extrapolated 
beyond the conditions and distances considered in the development of the model. The 
model applies only on the scale of the EBS and is not applied to larger scales, for 
example to the unsaturated zone rock. 

The invert diffusion coefficient abstraction considers the free water diffusivity for radionuclides 
as an upper bound. The validation of each of these factors is considered in the 
following sections. 

Section 6.3.4.1.2 describes modification of the diffusion coefficient due to temperature. The 
modification is based on established principles of diffusion in fluids; specifically, on the 
relationship among diffusivity, viscosity, and temperature (Cussler 1997 [DIRS 111468], p. 114). 
The relationship between temperature and viscosity of water is available in text books. Thus, it 
is straightforward to establish a direct relationship between diffusion coefficient and temperature. 
Validation of the dependency of diffusivity on temperature is provided by comparisons in 
Figure 7.2-9 with correlations fit to experimental measurements of the self-diffusion coefficient 
of water at various temperatures (Harris and Woolf 1980 [DIRS 177361], Equation 1; Krynicki 
et al. 1978 [DIRS 177360], Equation 13). The self-diffusion coefficient of water is used in these 
comparisons rather than the free water diffusion coefficients for the various radioelements that 
are used in the EBS transport model because more extensive data are available for the 
self-diffusion coefficient of water to make these comparisons over the full range of temperatures 
of interest. Figure 7.2-9 shows that Equation 6.3.4.1.2-4 agrees well with the correlations based 
on experimental measurements and provides an upper bound on the measured data. 
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Figure 7.2-9. 	Comparison of Correlations for Self-Diffusion Coefficient of Water 

Validation of the dependence of invert diffusion coefficient on porosity and saturation is 
provided by comparison with measured data obtained independently of the data used for mode] 
development. Data used for validation are obtained from diffusivity measurements for crushed 
tuff using electrical conductivity measurements (CRWMS M&O 2000 [DIRS 156680]) and from 
direct measurements of diffusivity between machined cubes of tuff (Hu et al. 2001 
[DIRS 161623]). 

Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]) obtained 
diffusion coefficients from electrical conductivity measurements for various granular materials, 
including tuff, with volumetric moisture content ranging from 0.5 percent to 66.3 percent. A 
statistical fit of the data (Conca and Wright 1992 [DIRS 100436], Figure 2; Conca et al. 1993 
[DIRS 170709], Figure 2. Table 4.1-16) ranging from 1.5 percent to 66.3 percent volumetric 
moisture content, based on Archie's law, results in the model used in TSPA (Section 6.3.4.1.1 
and Appendix 0): 

= D110"63541:"3 10Avu4-41033.0-.02.un 

Doe  Hi : sts) ioNDtp0.033,0-021g) (Eq. 7.2.2.-1) 

where ON  .45„ is the volumetric moisture content (fraction: m 3  water m -3  rock). and ND 
represents a normal distribution with a mean, Et, of 0.033 and a standard deviation, a, of 0.218. 
The object of this validation is to show that the diffusion coefficient given by Equation 7.2.2. - 1 
obtained from the electrical conductivity measurements of Conca and Wright (1992 
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[DIRS 100436]) and Conca et al. (1993 [DIRS 170709]) tends to overestimate the diffusivity of 
invert materials. 

The diffusion coefficient has also been determined specifically for tuff, also using electrical 
conductivity measurements (CRWMS M&O 2000 [DIRS 156680], Tables A-1 and A-2). These 
data are listed in Table 7.2-1 and are plotted in Figure 7.2-10, along with the mean value and 
plus and minus three standard deviations from Equation 7.2.2.-1. This plot shows that the fit to 
the measured diffusion coefficient data (Equation 7.2.2.-1) overestimates the diffusion 
coefficient relative to The Determination of Diffusion Coefficient of Invert Materials (CRWMS 
M&O 2000 [DIRS 156680], Tables A-1 and A-2). This plot was created using Microsoft Excel 
(Appendix G, Worksheet: Validation, p. VII-10). 

The electrical conductivity measurements by Conca and Wright (1992 [DIRS 100436]) and 
Conca et al. (1993 [DIRS 170709]) use conductivity as an analog for diffusivity. While the 
analog is known to be valid in fully saturated media, its application to unsaturated media, 
particularly at low moisture contents, is questionable due to the difficulty in preparing samples 
and in making reliable electrical contact between the electrical leads and samples. To avoid 
these problems, Hu et al. (2001 [DIRS 161623]) measured diffusive tracer concentrations in tuff 
cubes directly using laser ablation coupled with inductively coupled plasma-mass spectrometry 
(LA-ICP-MS), rather than relying on electrical analogs. 
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Source CRWMS M&O 2000 [DIRS 156680] 

Figure 7.2-10. Comparison of EBS Radionuclide Transport Abstraction Invert Diffusion Submodel 
(Equation 7.2.2.-1) with Measured Diffusion Coefficients for Tuff 
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Table 7.2 -1 Diffusion Coefficient of Crushed Tuff Invert Materials 

Sample 
Volumetric Moisture 

Content (%) 
Diffusion Coefficient 

(cm2  s-1 ) 
1 32.13 2.02 x 10-6  
2 18.15 5.40 x 10-7  
3 9.26 4.05 x 10 -8  
4 7.03 6.75 x 10-9  
5 6.97 7.45 x 10-9  
6 6.89 6.73 x 10-9  
7 6.75 5.42 x 10-9  
8 6.63 4.39 x 10 -9  
9 6.63 3.76 x 10-9  

10 6.23 3.40 x 10-9  
11 6.00 3.43 x 10-9  
12 5.55 2.04 x 10 -9  
13 5.46 2.04 x 10-9  
14 8.29 2.24 x 10 -9  
15 7.54 6.81 x 10 -9  
16 7.36 6.21 x 10 -9  
17 7.22 4.38 x 10-9  
18 6.84 2.19 x 10-9  
19 6.11 1.55 x 10-9  
20 5.41 9.97 x leo 
21 4.45 6.19 x 10-10  
22 3.64 5.00 x 10-1°  
23 0.29 1.24 x 10-1°  
24 0.20 1.25 x 10-1°  

Source: CRWMS M&O 2000 [DIRS 156680], Tables A-1 and A-2. 

LA-ICP-MS has recently evolved as a powerful analytical tool for solid samples (Russo 
et al. 2000 [DIRS 155697]). It can simultaneously determine a large number of chemical 
elements with low detection limits. Laser ablation uses an intense burst of energy delivered by a 
short laser pulse to vaporize a minute sample (in the range of nanograms) from a small area. 
Several spot sizes can be selected (from 25 pm to 20011111 in diameter), allowing a choice of 
appropriate spot size for different applications. A smaller spot size will sample less solid 
material, leading to lower analytical precision, but allowing more heterogeneity to be observed. 
A single laser pulse reveals surface compositions, while multiple pulses allow compositions to be 
measured at various depths below the surface, with the crater depth proportional to the number of 
laser pulses applied. For example, two pulses reach about 4 um into the tuff matrix 
(Hu et al. 2001 [DIRS 161623], p. 22), and 50 pulses ablates to a depth of about 35 um 
(Hu et al. 2001 [DIRS 161623], Figure 6). 

In the approach of Hu et al. (2001 [DIRS 161623]), a machined 1.5-cm tuff cube containing a 
tracer was placed in contact with a cube not containing the tracer, both under the same 
thermodynamic conditions. The tracer is allowed to diffuse from the tracer-containing cube to 
the other. Tracers were chosen based on their chemical similarity to radionuclides of interest. 
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The source cube was vacuum-saturated with a tracer solution mixture of NaBr, NaReO4, CsBr, 
and RbBr; both Br-  and perrhenate (Re04) act as non-sorbing tracers. The sink cube was also 
vacuum-saturated, but had no tracers. Source and sink cubes were separately placed inside a 
humidity chamber within an incubator maintained at 22°C until the cubes equilibrated to a 
constant weight (13 days). The cubes were then clamped together in the relative humidity (RH) 
chamber to start the diffusion test. After 87 days, the diffusion test was stopped by separating 
the source and sink cubes. The surface and depth distribution of the tracer was then mapped 
using LA-ICP-MS. The mapping was done on the interface, the far side face (opposite side from 
the interface), and along the side perpendicular to the interface. 

Measurements along the outside surface of the sink cube indicated that a non-sorbing tracer 
(Re04) diffused along the surface at a rate similar to its aqueous diffusion rate in bulk water 
(Hu et al. 2001 [DIRS 161623], pp. 21 and 22). This result was reasonable because the tuff 
cubes were located in the high-RH chamber, with the likely presence on the outside of the cube 
of a thick water film that behaves like bulk water. These measurements provided a bounding 
value for the diffusivity of the tracer, comparable to the diffusion coefficient for its analog, 
Tc04 of 1.48x10-9  m2  s-I  (Mills and Lobo 1989 [DIRS 138725], p. 105). In other words, in 
regions on the tuff samples that were saturated or at least had high water saturation, the direct 
diffusivity measurements agreed with theoretical predictions. 

Hu et al. (2001 [DIRS 161623]) also measured tracer concentrations at greater depths into the 
cube by using the laser ablation technique to probe into the surface. They found that internal 
diffusion coefficients, at depths of 60 to 410 pm, were on the order of 10 -16  m2  s-1  
(Hu et al. 2001 [DIRS 161623], p. 22). The measured volumetric water content of the tuff 
matrix was 8.9 percent (Hu et al. 2001 [DIRS 161623], p. 25). The mean diffusion coefficient 
predicted by the invert diffusion properties submodel (Equation 7.2.2.-1) would then be 
2.6 x 10-11  m2  s-I . This is a factor of 10 5  larger than the measurement. Thus, the diffusion 
coefficient throughout most of a grain of crushed tuff is lower than that predicted by the invert 
diffusion properties submodel. This provides cbrroborating evidence that the invert diffusion 
properties submodel overestimates releases of radionuclides from the EBS. These data also 
show that the overestimation of diffusivities in the invert diffusion properties submodel may be 
excessive. However, insufficient data exist to reduce the uncertainty in this model, and, if this 
additional uncertainty were included in the invert diffusion submodel, estimated releases of 
radionuclides from the EBS would be reduced and no longer bounding. Because the model has a 
low impact on repository performance, the degree of uncertainty in this model is acceptable for 
the TSPA. 

The study by Hu et al. (2001 [DIRS 161623]) was primarily a development of the technique for 
using LA-ICP-MS of microscale profiling of the distribution of diffusing tracers. However, in 
the process, some preliminary data were obtained that can be used to corroborate the electrical 
conductivity measurements of Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 
[DIRS 170709]). 

Sections 7.2.1 and 7.2.2 have demonstrated that the component models of the EBS transport 
model meet Level II validation. Based on the validation results, the EBS transport model is 
adequate for its intended use. 
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7.2.3 Competitive Surface Complexation Model 

Validation of the competitive surface complexation model (C-SCM) involves comparison with 
recent tabulations of Kds measured in the laboratory (EPA 1999 [DIRS 170376]; EPA 2004 
[DIRS 172215]). The EPA (1999 [DIRS 170376]; 2004 [DIRS 172215]) compiles K ris for 
actinides (and other inorganic contaminants) measured on a large number of soils, rocks, and 
single mineral phases, and considers the general controls over sorption. This data set and critical 
analysis set some limits on the ranges of Kds that might be expected and their functional 
dependencies on. for example. p1-1 and Po , :  The comparison implicitly assumes that surface 
sites on exposed soil Fe(II1) groups play a large role in determining overall soil K at pH 7-9. 
(Exposed Al(III) groups should behave in a broadly similar fashion (Parks 1964 [DIRS 174361]) 
and are likewise considered collectively with Fe (III) sites). 

There are some obstacles to the comparison of the C-SCM and EPA compilation /Qs. The 
C-SCM predicts actinide Kos only for iron oxyhydrox ides, albeit for a wide range of available 
site densities. The EPA compilation typically provides K for multi-mineralic soils that contain 
both clays and primary minerals (e.g., quartz, feldspars), as well as iron oxides and coatings and. 
possibly, organic matter. The iron oxide component of natural soils might be expected to 
dominate—and to be more easily resolvable—at pH 7 to 8, however. To begin with, quartz and 
feldspars tend to have relatively low surface areas and thus tend to be minor sorbers of actinides 
relative to clays and iron oxides. Typically, actinide sorption onto iron oxides is pH-
dependent—maximal from pH 7 to 8, but lower at pH > 8 and pH < 7. At pH > 8. iron oxide 
surfaces become increasingly anionic, as do dissolved actinide complexes. causing adsorption to 
decrease. Plutonium, Uranium, Neptunium., and Americium all exchange onto clays. Clay 
exchange tends to be less pH-dependent and would be most clear in a soil containing both clays 
and iron oxides at pH values less than 7. where Fe oxide sorption is minimal. In other words, 
measured Kris for a soil containing both clay and iron oxides (possibly including quartz and 
feldspar) should be larger at pH < 7 than what the C-SCM predicts for iron oxides. The actual 
difference would depend in a complex way on the iron content of the soil/rock considered in the 
latter reference and the degree to which it coated the primary minerals and clays. Adhesion of 
actinides to other soil functional groups (e.g.. organics) might also lead to relatively high actinide 
uptake at pH values where iron oxide-actinide interaction is minimal. 

The second difference between the two data sets is that, while the C-SCM considers competition 
with other surface species explicitly, the EPA compilation incorporates competition only 
implicitly and probably with less competition by surface-bound actinides. The EPA compilation 
Kds are "snapshots -  of actinide surface uptake in that any competition, for example, of sorbed 
Ca2+  for sorbed UO2,+2  is not explicitly quantified. The bottoms-up approach of the C-SCM 
forces competition of actinides for surface sites at the outset. The inclusion of actinide (and 

competition in the C-SCM might tend to lower the predicted Kds relative to the EPA 
compilation. Any actual difference would depend in a complex fashion on the competing ions 
present in the EPA compilation Ktk and their respective binding constants. C-SCM Kds were 
calculated for values ranging from l0 to l0 atm, Most soil Kds are measured under 
ambient levels. Pc0, -10 5  atm, which would tend to result in lower adsorption of those 
actinides that form carbonato complexes. The higher Kds from the C-SCM are typically 
calculated when multiple extrema of the model are sampled (e.g., the highest surface areas, the 
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lowest Pco,  values, the highest concentration of competing cations). When ranges closer to 
mean values are considered, the C-SCM Kds are typically enveloped by the EPA soil K. 
Lastly, although the EPA compilation considers sorption to pH values as low as 3, the 
comparison here will focus on the more repository relevant pH values of 6-9. 

Uranium 

EPA compilation U Kis decreases from 10 2  to 106  ml g-1  at pH 6 to <0.4 to 7,900 ml g-I  at pH 9. 
The low end is for single mineral quartz substrates, the high end is for ferrihydrite (and 
kaolinite), which is probably more analogous to the C-SCM conditions. Some of the scatter in 
the EPA values comes from uncertainty in solution bicarbonate levels. The latter affect the 
formation of dissolved uranyl-carbonate species. Figure 7.2-11 shows the EPA compilation Kj 
range (from Table 5.17 in EPA 1999 [DIRS 170376]) as yellow shading. C-SCM K ds are the 
blue diamonds. The pH < 7 EPA data might reflect exchange of uranyl onto clays (see above). 
A similar explanation might be applied to the other actinide sorption plots at these pH values as 
well, with the possible exception of thorium. 
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Figure 7.2-11. EPA U Soil Kds (EPA 1999 [DRS 170376]) and C-SCM Iron Oxide Kos 

From pH 7 to 9, the range of C-SCM predicted U Kds tends to overlap the range of EPA soil U 
Kds. Below pH 7, where clay contributions are presumed to raise the EPA data and the C-SCM 
predicts lower U the datasets are less comparable. 
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Plutonium 

There are very large uncertainties in plutonium sorption measurements (EPA 1999 
[DIRS 170376]). Redox is often unmeasured and/or poorly controlled. Depending on the Pu 
valence state, solubilities may be exceeded in sorption experiments. Moreover, a number of 
minerals are able to shift the valence state of Pu during the sorption process. Although soil iron 
oxides are known to sorb Pu, the relationship between Fe content and Pu uptake is unclear (EPA 
1999 [DIRS 170376]). The EPA review of literature Pu Kis point to values between 10 and 
105  ml g` l . This range is compared with C-SCM Kds in Figure 7.2-12. Figure 7.2-12 shows 
admittedly non-competitive sets of "iron oxide only" Kds measured by Lu et al. (2000 
[DIRS 166315]) and Sanchez et al. (1985 [DIRS 107213]). The Lu et al. (2000 [DIRS 166315], 
Table 2) values range from 4,900 to 170,000 ml and were measured in J-13 and synthetic J-13 
water having a pH —8 and on colloidal hematite. Although the dissolved species present in J-13 
were available to compete with actinides for surface sites, there was no competition among 
multiple actinides. Sanchez et al. (1985 [DIRS 107213]) measured Pu(IV) and Pu(V) soroion 
onto goethite, but did not report a gram specific surface area. Estimation of the latter (57 nr g') 
would point to pH 7 Kds of 13,000 to 32,000 ml (The synthesis approach used by Sanchez 
et al. (1985 [DIRS 107213]) tends to produce surface areas of about 50 m g -1 . The value 
57 n

, 
 g-1  was chosen because it would result in experimental ratios of 1.0 g L' i .) A higher 

surface area would give lower Kds and vice versa. 
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Sources: EPA 1999 [DIRS 170376]; Lu et al. 2000 [DIRS 166315]; Sanchez et al [DIRS 107213] 

NOTES The yellow bar at pH 8 is the range of Pu KA measured on hematite colloids by Lu et al. (2000 
(DIRS 166315]); the yellow bar at pH 7 shows estimated Pu KA from Sanchez et al. (1985 
(DIRS 1072131) 

Figure 7.2 - 12. EPA Pu Soil K r,s (EPA 1999) and C -SCM Iron Oxide Kds 
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Neptunium 

The EPA (2004 [DIRS 172215]) quotes Thibault et al. (1990 [DIRS 101161]), who report a 
range of 0.4 to 2575 ml g -1  from a compilation of soil (sand, silt, clay only) Np 
Figure 7.2-13 compares this range to the C-SCM predictions and to Jerden and Kropf (2007 
[DIRS 181295]) KA for Np sorption on goethite. The Np Kis predicted by the C-SCM appear to 
be at most a factor of ten higher than those measured by Jerden and Kropf (2007 [DIRS 181295]) 
on goethite. Part of this difference may arise from the fact that the C-SCM predicts sorption onto 
a mixture of ferrihydrite and goethite, and ferrihydrite has a surface area that is roughly five 
times that of goethite (in their mean values). The higher Kds from the C-SCM are calculated 
when multiple extrema of the model are sampled (e.g., the highest surface areas, the lowest Po),  
values, the highest concentration of competing cations). Sampling over the non-extrema of the 
model brings the predicted Np k is closer to measured values. 
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Sources: EPA 2004 [DRS 170376]; Jerden and Kropf 2007 [DIRS 1812951 

NOTE 	The orange shaded area gives the range of Np KA measured on goethite by Jerden and Kropi (2007 
[DIRS 181295]). 

Figure 7.2-13. EPA Np Soil Kds (EPA 1999 [DIRS 170376]) (Yellow Shaded Area) and C-SCM Iron 
Oxide Kds 

Americium and Thorium 

The EPA (2004 [DIRS 172215]) quotes Thibault et al. (1990 [DIRS 101161]), who report a 
range of 8.2 to 400,000 ml g -1  from a compilation of soil (sand, silt, clay only) Am Kil values and 
notes a clear correlation between soil Kd and soil Fe/Am oxide content. Figure 7.2-14 compares 
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this range, the C-SCM results, and the hematite colloid Am Kds of Lu et al. (2000 
[D1RS 166315]). Figure 7.2-15 compares EPA (1999 [DIRS 170376]) and C-SCM thorium Kds. 
The maximal Am Kds predicted by the C-SCM appear to be roughly a factor of two higher than 
the maximal Am KA measured by Lu et al. (2000 [DIRS 166315]) on colloidal hematite. This is 
not a large difference compared to the range of C-SCM predicted kis at a given pH (3 - 4 orders 
of magnitude) and soil Kds (4 - 5 orders of magnitude). The higher Am k is are calculated when 
multiple extrema of the model are sampled (e.g.. the highest surface areas, the lowest 
values, the highest concentration of competing cations). 
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NOTE: 	The yellow bar at pH 8 is the range of Am ifs measured on hematite colloids by Lu et al. (2000 
[DRS 166315)) 

Figure 7.2-14. EPA Am Soil Kos and C-SCM Iron Oxide K os 
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Figure 7.2-15. EPA Th Soil Kds and C-SCM Iron Oxide Kds 

Summary 

C-SCM predictions of actinide uptake are consistent with compilations of soil Kds for the 
actinides considered. Soil Kds for a given pH tend to vary by 2 to 4 orders of magnitude, while 
C-SCM predicted Kds vary by 3 to 4 orders of magnitude for a given pH. The larger uncertainty 
for the C-SCM results is expected because it reflects the combination of effects due to 
uncertainty in various input parameters such as dissolved concentrations, sorption sites, and 
Pa, ,  . The C-SCM occasionally predicts higher and lower values than are found in soils, or are 
measured in the lab. Advective transport of dissolved actinides will be under-predicted when 
estimated Kds are higher than the true value, but colloidal transport will be over-predicted. When 
estimated Kds are lower, colloidal transport will be under-predicted, but advective transport of 
dissolved actinides will be over-predicted. The overall comparison of results indicate that the 
Kos computed from the C-SCM can be corroborated with the published values in the literature. 

7.2.4 Results of Critical Review of the EBS Flow and Transport Models 

A critical review of the EBS transport model was conducted as specified in the TWP (BSC 2006 
[DIRS 177739], Section 2.2.3). This model validation approach is justified based on 
requirements of SCI-PRO-006, Section 6.3.2, where the critical review is listed as an appropriate 
method for model validation. The results of the critical review of the EBS transport model are 
presented in Appendix M. 
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7.3 EBS-UZ INTERFACE MODEL 

The output of the invert domain feeds into the unsaturated zone through the EBS-UZ interface 
model. In the RTA, the invert is modeled as a single-continuum porous medium whereas the 
adjacent UZ is modeled as a dual continuum fracture-matrix medium. The model is described in 
detail in Section 6.5.2.6. 

The mass flux from the invert flows into the top layer of the middle zone in the UZ. The portion 
of the advective flux from the invert that is attributable to the seepage flux (F1) flows into the UZ 
fractures. The imbibition flux into the invert (F7) flows out of the invert into the UZ matrix. The 
diffusive flux from the invert can go into both UZ continua based on the concentration gradient 
and effective diffusion coefficient. The diffusive area remains the same because they are 
overlapping continua. The advective flux flowing through the UZ fracture cells in the middle 
zone is given by the greater of the advective flux out of the invert and the steady state UZ 
fracture flux. The advective flux in the two outer zones is given by the steady state UZ flow in 
each continuum at the repository horizon; the drift shadow effects are ignored. 

For the TSPA, a semi-infinite zero concentration boundary condition is used for the EBS-UZ 
interface. This is approximated by applying an effective zero-concentration boundary at 
approximately three drift diameters below the invert-UZ boundary into the UZ. By moving the 
zero concentration boundary some distance below the invert, a more realistic diffusive gradient 
through the invert is achieved. 

The EBS-UZ interface model of the RTA provides input to the unsaturated zone radionuclide 
transport model in Particle Tracking Model and Abstraction of Transport Processes (SNL 2007 
[DIRS 181006]). The appropriate level of confidence identified for unsaturated zone 
radionuclide transport is Level II. Therefore, Level II also represents appropriate level of 
confidence for the EBS-UZ interface model of the RTA. 

Section 7.3.1 describes an alternative two-dimensional drift-scale dual continuum flow model 
developed using TOUGH2 V1.6 (2003 [DIRS 161491]), which is coupled with the transport 
model developed using T2R3D V1.4 (1999 [DIRS 146654]) that is used to compute the 
fracture-matrix flux partitioning at steady state. Results from this model (an independent 
mathematical model) are compared with the results of the EBS-UZ interface model using similar 
boundary conditions in order to validate the EBS-UZ interface model of the RTA. 
Section 7.3.1.8 compares the two interface models and discusses the applicability and suitability 
of the EBS-UZ interface model for TSPA transport modeling. 

7.3.1 Description of Drift-Scale Dual Continuum Flow and Transport Model 

A dual-continuum model to represent flow and transport through the invert to the UZ rock near 
the drift is developed for non-seeping drifts. The UZ rock is composed of fracture continuum 
and a matrix continuum while the invert is conceptualized to be composed of an intergranular 
continuum (which consists of the large pore spaces between invert grains) and an intragranular 
continuum (which consists of the small pore spaces inside the grains). Figure 7.3.1 shows the 
matrix/intragranular continuum, and there is a corresponding fracture/intergranular continuum at 
each point in space. The calculation uses a pseudo-3D representation in the y-direction for the 
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fracture and matrix continua. Each continuum is globally connected across all cells that have a 
common interface. At each point in space, the matrix/intragranular continuum is connected to 
the fracture/intergranular continuum. At the invert-rock boundary, global fracture-matrix 
connections are used between the intragranular porosity and the fractures as well as the 
intergranular porosity and the rock matrix. There is no seepage inside the drift. 

The model domain is limited to a section of the Topopah Spring lower lithophysal unit, also 
denoted as the tsw35 model unit in the UZ flow and transport models (BSC 2005 
[DIRS 175177], Section 6.1.5). This model unit was chosen because more than 80 percent of the 
waste emplacement area lies within this model unit (SNL 2007 [DIRS 179466]). The model 
developed is a two-dimensional symmetry model in which one-half of the cross section of the 
drift and the surrounding rock is represented. The two-dimensional domain extends from 17.5 m 
above the drift center to 47.5 m below the center of the drift, for a total vertical dimension of 
65 m. The domain width is 40.5 m, which is half the distance between centers of waste 
emplacement drifts. The nodes shown in Figure 7.3.1 represent the centers of the elements, not 
the edges. 

The cells are further divided into spatial zones given in the color coding of Figure 7.3.1a and b. 
These regions are (1) the general rock matrix excluding the drift shadow zone, (2) intragranular 
invert pore space excluding the cells at the top of the invert, (3) the intragranular pore space cells 
at the top of the invert, and (4) the rock matrix below the drift, designated as the drift shadow 
zone. Diversion of water by the waste emplacement drift leads to a zone of reduced water flow 
and saturation below the drift known as the drift shadow zone. The partitioning into drift 
shadow zone and other rock matrix was done to express the effects of reduced water saturation in 
the drift shadow zone on the effective diffusion coefficient in that zone. The invert is 
differentiated from the rock to represent the different properties and conditions in the invert, and 
the special cells at the top of the invert are distinguished because these cells are the cells used to 
release solutes into the system. Cells representing the air gap inside the drift above the invert are 
also given a separate designation. A parallel set of zones are also used for the 
fracture/intergranular continuum. Details concerning the grid development and structure are 
given in Appendix I. 
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Figure 7.3-1 	Domain used for the RTA Validation Calculation a) Full Domain b) Detail of the Domain 
Near the Waste Emplacement Drift 

7.3.1.1 Conceptual Approach for Flow and Transport Processes 

Flow is modeled using the traditional extension of Darcy's law for unsaturated conditions. In a 
dual-continuum. separate pressure and saturation conditions are used for the 
fracture/intergranular continuum and the matrixlintragranular continuum. Separate flow occurs 
in each continuum within its own global network, with local flow exchange between the 
continua. For mass transport, separate concentration conditions are used for the two continua. 
with global transport within each continuum and local exchange between the continua. 
Advective and diffusive transport processes are represented. Only non-sorbing, non-reactive 
solutes are evaluated. However, under steady-state solute mass flux conditions, linear 
equilibrium sorption processes will not affect the aqueous flux or concentration distributions. 
Hydrodynamic dispersion is neglected due to the minor effects this process has on transport in a 
dual-continuum system (Particle Tracking Model and Abstraction of Transport Processes (SNL 
2007 [Dl RS 181006], Section 4.1.2). 

Flow distributions in the fracture continuum, are treated using the active fracture approach (Liu 
et al. 1998 [D1RS 1057291). which incorporates smaller-scale non-uniform flow within the 
fractures as a continuum property. The postulate is that only a subset of the total fracture 
population participates in the flow, therefore, flow is focused into a set of active fractures. This 
postulate affects the flow and transport behavior in the fractures as well as fracture-matrix 
exchange of both water and dissolved solutes. Connections between the rock matrix and fractures 
and the invert and the fractures are affected by the active fracture method because it 
fundamentally relates to the distribution of water flow in the fractures. The active fracture 
approach is not used for the intergranular continuum in the invert. 
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7.3.1.2 Parameterization for Flow 

The fractured rock of the tsw35 is parameterized using the values given in 
DTN: LB0208UZDSCPMI.002 (BSC 2002 [DIRS 161243]). These consist of the permeability, 
porosity, capillary strength (van Genuchten a), pore-size distribution index (van Genuchten m), 
and residual saturation for both the fractures and matrix. This DTN also provides the active 
fracture parameter. The intragranular properties for the invert are also taken from the matrix 
properties of the tsw35 given in DTN: LB0208UZDSCPMI.002 (2002 [DIRS 161243]). The 
intergranular invert properties are the LTBM-2 average values taken from 
DTN: LB0208UZDSCPMI.002 (2002 [DIRS 161243]), except for the residual saturation, which 
was taken from an earlier version of DTN: LB0208UZDSCPMI.002 (2002 [DIRS 161243]) that 
was current when these calculations were carried out. The intergranular invert residual 
saturation is now specified to be 0.01, whereas the previously specified value, used in the 
calculations described here, was 0.15. Since this validation calculation, unlike TSPA compliance 
calculations, is merely intended to demonstrate that the EBS-UZ interface model gives similar 
results to an independently developed model, the use of a parameter value that is no longer 
current does not impact the validity of the comparison. The only important hydrological 
property of the air gap is the capillary strength as specified in the van Genuchten a parameter. 
By setting this parameter to a very high value, the air gap will divert all percolation flux around 
the drift. All other hydrological parameter values used for the air gap are simple placeholders and 
do not affect the behavior of the solution. Hydrological parameter values are summarized in 
Table 7.3-1. 

Table 7.3-1. Hydrological Properties 

Region Porosity 
Permeability 

(m2) 

van 
Genuchten a 

(Pa 1 ) 
van Genuchten 

m 
Residual 

Saturation 

tsw35 matrix 0.131 4.48x10-15  1.08x10-5  0.216 0.12 

tsw35 fracture*  0.0096 9.1x10-13 1.02x104  0.633 0.01 
invert, intragranular 0.131 4.48x10.18  1.08x10-5  0.216 0.12 

invert, intergranular 0.224 4.19x10-12  1.781x10-2  0.283 0.151  
air gap 1.0 1.0x10-12  1.0x10 10  0.5 0.01 
The active fracture parameter for the rock fractures is 0.569 
Value taken from a previous version of DTN: LB0208UZDSCPM1.002 (2002 [DIRS 161243]); currently accepted 

value is 0.01. 

7.3.1.3 Parameterization for Transport 

The only remaining parameter required for transport calculations, in addition to the parameters 
given for flow, are the diffusion coefficients. For the transport software used in this analysis, 
T2R3D V1.4 (1999 [DIRS 146654]), the effective diffusion coefficient in geologic or other 
porous materials is specified by a free-water diffusion times a tortuosity. The nominal free-water 
diffusion coefficient, Do , was taken to be 2.299 x le m 2  Different correlations are used for 
assignment of diffusion coefficients in the invert and in the UZ rock. 
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Diffusion in the Rock 

Diffusion coefficients for the rock matrix were assigned using the relationship reported in 
Particle Tracking Model and Abstraction of Transport Processes (SNL 2007 [DIRS 181006], 
p. 6-42): 

log(Dm ) = —7.49 +1.3860,, + 0.165log(km  ), 	(Eq. 7.3.1.3-1) 

where 0m  is the water content of the rock matrix and km  is the effective permeability (m 2) of the 
rock matrix to water. The diffusion coefficient, D. , is in units of m2  s-1 . 

The rock is divided into a "shadow zone" beneath the drift and the rock outside the matrix. The 
shadow zone was defined to be the area from the centerline to 1.9 m (one cell beyond the width 
of the invert) in the horizontal direction and from the elevation of the top of the invert (-19.6 m) 
to one drift radius below the lowest point on the drift (-23 m) in the vertical direction. The rock 
outside the shadow zone where significant transport would occur was defined to be the 
remaining rock in the region below the top of the invert (-19.6 m). Due to a lack of relevant 
data, Equation 7.3.1.3-1 was also used to determine diffusion coefficients in the rock fractures, 
where the water content and effective permeability of the rock fractures were used. Volume-
weighted average values of water content and effective permeability were used for the fractures 
and rock matrix in both regions. Once the diffusion coefficient, D. , was determined from 
Equation 7.3.1.3-1, the tortuosity, r, was calculated as: 

r = Dm 
Do  

(Eq. 7.3.1.3-2) 

Based on the average water content and effective permeability of both rock matrix and fractures, 
inside the drift shadow zone and outside the drift shadow zone, average tortuosity coefficients 
were derived and are summarized in Table 7.3-2. 

Table 7.3-2. Tortuosity Coefficients for Diffusion in the Rock 

Region 
Average Water 

Content 

Average Effective 
Permeability 

(m2) Tortuosity 

tsw35 matrix in drift shadow 0.118 1.25x10.19  0.0156 
tsw35 fracture in drift shadow 0.000194 2.19x10-17  0.0251 
tsw35 matrix outside drift shadow 0.118 1.19x10 -19  0.0154 
tsw35 fracture outside drift shadow 0.000273 7.29x1017  0.0306 

Diffusion in the Invert 

Radionuclide releases from drifts without seepage are expected to occur primarily through 
diffusion. Although some low levels of advection occur between the invert and the rock (from 
imbibition of water from the host rock into the invert and back to the host rock), the advective 
transport is small compared with diffusive transport when all water is diverted around the drift in 
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the no seepage case. Furthermore, differences in solute concentrations in the intergranular and 
intragranular porosities are expected to be small. Therefore, the diffusion coefficient for the 
invert is developed as an effective single continuum. 

The diffusion coefficient correlation for the invert (based on Equation 6.3.4.1.1-22) is given as: 

D0011.863  SWE 
 
;63  1 OND ( P=0 . 033,a=0. 218) 	 (Eq. 7.3.1.3-3) 

where 0, is the total porosity, and S N,1  is the water saturation of the invert as an effective 
D continuum. The tortuosity, r = 	i , is equal to: 
Do  

r = 0 	kJ 
0.863 0.863 oND(u=0.033,o-=0.218) (Eq. 7.3.1.3-4) 

The average value of the statistical parameter, 10 ND(u=0 033,a=0 218) 	is used, which is 
10 0033  = 1.078947 . Therefore, 

r=1.078947010863 , 	 (Eq. 7.3.1.3-5) 

where 0, = 0, S„,, is the invert water content, including both the intergranular and intragranular 
water. The bulk intragranular porosity, 6 b,inter (i.e., the intragranular pore volume divided by the 
bulk volume occupied by the invert), is given by: 

Ob,intra = Oi„„.(1- 0in,„) 5 
	 (Eq. 7.3.1.3-6) 

where On„.„ is the porosity of the intragranular pore space, 0.131 (i.e., the porosity of individual 
grains), and is the intergranular porosity, 0.224 (which is a bulk porosity). The quantity 
(1— 0,„,„) is the fraction of the bulk volume occupied by the intragranular material. The total 
water content of the invert is then: 

= Ob,intraS  w,intra 	OinterS  w,inter 5 
	 (Eq. 7.3.1.3-7) 

where SWintra is the average intragranular water saturation, and Sw,,„,er  is the average 
intergranular water saturation. The resulting average water content was 0.1379 and the average 
tortuosity in the invert was found to be 0.1952. 

Diffusion in the Air Gap 

Because of the expected low water content of the air gap within the drift above the invert, the 
diffusion coefficient was set to 1.0x10-2°  m2  si  and the tortuosity was set to 1.0x10-2° . These 
low values ensured that the diffusion of aqueous solutes was negligible in the air gap. 
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7.3.1.4 Flow Boundary Conditions 

The flux into the boundary cell connected to the upper cells of the rock matrix is a fixed rate of 
0.016955 mm yr''. The flux into the boundary cell connected to the rock fracture is a fixed 
19.814 mm yr" . These values are considered representative of the glacial-transition mean 
climate in the isw35 of the repository area. The specific values were taken from 
DTN: LB03023DSSCP91.001 [DIRS 163044]). Details concerning the specific information 
taken from this DTN and the conversion of this information into flow injection rates used for the 
boundary cells is given in Appendix 1. The side boundaries are symmetry, no-flow boundaries. 
The bottom boundary is also a no-flow boundary. To avoid the change in hydrologic conditions 
at the bottom of the model resulting from the no-flow condition, the two bottom boundary cells 
for the fractures and matrix were assigned very large volumes such that hydrological conditions 
in these cells remain essentially constant over the simulation period. 

7.3.1.5 Transport Boundary Conditions 

For solute transport, all external boundaries are no-flux boundaries. The nine cells at the top of 
the invert are used to inject solute at a constant rate. The total solute injection rate is 
9 x 1043  kg sr'. Details concerning the specific cells and solute injection rates, used for the top 
invert cells, are given in Appendix I. Because solute moves principally downward by advection 
in the UZ rock, solute ultimately finds its way into the two bottom boundary cells. Because these 
cells were assigned a very large volume, the solute concentration conditions in these cells are 
essentially constant over the simulation period. 

7.3.1.6 Results of the Flow Calculation 

Flow calculations were performed using TOUGH2 V1.6 (2003 [DIRS 161491]). The simulations 
were conducted for a time period of ten billion years to ensure that steady-state conditions were 
achieved. The saturation conditions in the rock matrix/intragranular pore space is shown in 
Figures 7.3 -2a and b. 
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Figure 7.3-2. 	Matrix/Intragranular Water Saturations a) Saturation Contours Over Entire Domain; 
b) Saturation Contours Near the Drift 

A general increase in matrix saturation with depth is a result of flow exchange between the 
fractures and the rock matrix. These figures also show a zone of enhanced saturation at the top of 
the drift where water is diverted around the drift by the capillary barrier of the air gap in the drift. 
Saturation contours below the drift are affected by the presence of the drift: however, saturation 
levels are not substantially smaller. 

Fracture/intergranular saturations are shown in Figures 7.3-3a and b. Fracture saturations are 
more strongly affected by the flow pattern around the drift. High saturations are found at the top 
of the drift resulting from flow diversion around the drift. A more substantial drift shadow is 
found below the drift where water saturations are depressed. Intergranular water saturations in 
the invert are large compared with the fractures primarily because of the much larger residual 
saturation for the intergranular pore space (0.15) as compared with the fractures (0.01). 

Water flux levels in the rock matri,dintragranular pore space are shown in Figure 7.3-4. The 
contours parallel those of water saturation in Figure 7.3-2; however, a zone of reduced vertical 
flux is found near the bottom of the drift and in the intergranular pore space. 
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The vertical flow rate from the invert to the rock was determined to be -2_65 x 1040  kg s I , or 
-0.00835 kg yr-I  (by convention the negative sign indicates vertically downward flux). The 
associated vertical Darcy flux rate from the invert to the rock was found to be -0.00184 mm yr I. 

Details concerning the conduct of the flow calculations and post-processing of the results are 
given in Appendix I. 

Figure 7.3-5. 	Fracturellntergranular Water Flux a) Flux Contours Over Entire Domain: b) Flux Contours 
Near the Drift 

7.3.1.7 Results of the Transport Calculation 

Transport calculations were performed using T2R3D V1.4 (1999 [DIRS 146654]). The 
simulations were conducted for a time period of ten billion years to ensure that steady-state 
conditions were achieved. The solute concentrations in the rock matrix/intragranular pore space 
are shown in Figures 7.3-6a and b. The flow model output showed zero change in saturation for 
all cells in the model, to the five-place accuracy in the output, between the next-to-last time step 
at 2.74 billion years and the last time step at 10 billion years. Therefore, it can be concluded that 
steady state was achieved at or before 2.74 billion years. An approximate steady state suitable 
for this analysis may have been achieved at an earlier time, but finding out exactly when that 
occurred was not an objective of this work. 
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Figure 7.3-6. 	Matrix/Intragranular Solute Concentrations a) Concentration Contours Over Entire 
Domain; h) Concentration Contours Near the Drift 

These figures show that diffusive transport in the rock matrix allows for a small amount of solute 
released at the top of the drift invert to migrate above the drift. Similarly, the advective transport 
process tends to keep concentrations low at locations horizontally displaced from the drill. The 
main solute concentration field lies beneath the drift. 

✓racture/intergranular concentrations are shown in Figures 7.3-7a and b. Fracture concentrations 
display a similar pattern to the concentrations in the matrix. However, the solute concentration 
contours are slightly more restricted to the area around and beneath the drift and more elongated 
in the vertical direction than the solute concentration contours in the matrix. 
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Figure 7.3 -7. 	Fracturenntergranular Solute Concentrations a) Concentration Contours Over Entire 
Domain. b) Concentration Contours Near the Drift 

Solute flux in the matrix/intragranular pore space is shown in Figure 7.3-8a and b. Solute flux is 
shown to be upward at vertical coordinates above the top of the invert (at -19.6 m), and 
downward below this level. The upward movement is diffusive and is counter to the advective 
flow in the matrix. Most of the flux occurs in the zone below the invert. 

Solute flux in the fracture/intergranular pore space is shown in Figure 73-9a and b. In this case 
solute flux is downward both above and below the level to the top of the invert. Solute that 
diffuses upwards in the rock matrix exchanges with the fractures and is transported downward by 
advection in the fractures. The peak solute flux contour emerges below the drift because of the 
preferential initial exchange of solute between the invert and rock in the rock matrix. 
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7.3.1.8 Comparison of Results from Drift-Scale Dual Continuum Model with Results 
from the Modified RTA 

In order to compare the results from the drift-scale dual continuum transport model described 
above with the EBS-UZ interface model, the EBS transport model is modified to include similar 
boundary conditions and parameter values without changing the conceptual design or solution 
algorithm. Following are some of the major changes made to the EBS transport model using 
GoldSim V9.60.100 (2007 [DIRS 181903]): 

1. Remove the connection of upstream waste form and corrosion products domains with the 
invert domain. 

2. Set the reference diffusivity to 2.299 x 10 -9  tn2  s-I ; set the invert tortuosity to 0.1952. 
matrix tortuosity to 0.0154, and fracture tortuosity to 0.0306. 

3. Set the bulk water content of invert to 0.1379, matrix to 0.118, and fracture to 0.000273. 
Set the matrix porosity to 0.131 and fracture porosity to 0.0096, fracture frequency to 
3.16 m-I , active fracture parameter to 0.569. fracture percolation flux to 19.814 mm yr -I . 
and matrix percolation flux to 0.016955 mm yr -I . There is no drift-seepage flux. The only 
water flux through the invert is the imbibition flux equal to 0.00835 kg yr -I  
(= 8.37 x 1 e m3  yr-I ). 

4. Apply solute flux at the top of the invert at an injection rate of 9 x 1043  kg sl . This is 
achieved by changing the properties of the cell above the invert such that it becomes a 
negligibly thin cell and thus a uniform concentration at the top of the invert could be 
applied. For applying the solute flux, the radionuclide chosen is 99Tc because it has no 
sorption and no solubility constraint in either domain. The mass flux for all other 
radionuclides is set to zero. 

With above mentioned modifications, a deterministic calculation was performed with the EBS 
transport model. The ratio of the mass flux in the fracture to the mass flux in the matrix from the 
invert is found to be about 0.051 under steady state conditions. This value compares well with 
the value of 0.0242 calculated from the drift-scale dual continuum flow and transport model. 
The difference is likely due to the fact that in the EBS-UZ interface model the development of 
drift-shadow and its potential effect on changing the saturation state in the near-field UZ is 
ignored. Nevertheless, the comparison shows a similar qualitative and quantitative behavior 
between the two models, with the EBS-UZ interface model predicting a greater fraction of mass 
released to the UZ fractures compared to the matrix. This is reasonably bounding, since the 
radionuclides released from EBS would travel faster through the fractures without undergoing 
much retardation and radioactive decay. This would also slightly overestimate the mass flux at 
the UZ-SZ interface. The qualitative agreement in the results of the two models with slight over-
prediction by the EBS-UZ interface model gives confidence that the EBS-UZ interface model is 
valid for use in the TSPA and meets the validation criteria mentioned in Section 7. 

The above comparisons of the results of the two models and their comparative suitability for the 
TSPA have demonstrated that the EBS-UZ interface model meets Level II validation criteria. 
Based on the validation results, the EBS-UZ interface model is suitable for its intended use. 
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7.3.2 Results of Critical Review of the EBS-UZ Interface Model 

A critical review of the EBS-UZ interface model was conducted as specified in the TWP 
(BSC 2006 [DIRS 177739], Section 2.2.3). This model validation approach is justified based on 
requirements of SCI-PRO-006, Section 6.3.2, where critical review is listed as an appropriate 
method for model validation. The results of the critical review of the EBS-UZ interface model 
are presented in Appendix M. 

7.4 VALIDATION SUMMARY 

The RTA has been validated by applying acceptance criteria based on an evaluation of the 
model's relative importance to the potential performance of the repository system. All validation 
requirements defined in the Technical Work Plan for: Near-Field Environment: Engineered 
Barrier System: Radionuclide Transport Abstraction Model Report (BSC 2006 [DIRS 177739], 
Sections 2.2.1, 2.2.2, and 2.2.3) have been fulfilled. Requirements for confidence building 
during model development have also been satisfied. The model development activities and 
post-development validation activities described establish the scientific bases for the RTA. 
Based on this, the RTA is considered to be sufficiently accurate and adequate for the intended 
purpose and to the level of confidence required by the model's relative importance to the 
performance of the proposed repository system. 
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8. CONCLUSIONS 

This abstraction defines the conceptual model used to determine the rate of release of 
radionuclides from the Engineered Barrier System (EBS) to the unsaturated zone in the Total 
System Performance Assessment (TSPA) given the assumptions listed in Section 5. The 
Radionuclide Transport Abstraction (RTA) includes algorithms used in the TSPA for computing 
the flow of water and the transport of radionuclides through the EBS and specifies how 
parameters used in the model, are calculated or from what other models they are obtained. This 
model is reasonably bounding because it overestimates flow through the drip shield and into the 
waste package and transport out of the EBS. At the same time, wherever possible, it is realistic, 
not just bounding, within the appropriate range of uncertainty for TSPA calculations. 

8.1 CONCEPTUAL MODEL SUMMARY 

This section summarizes the conceptual model for transport of radionuclides from the EBS as 
modeled in the TSPA. Radionuclide transport out of the waste form and waste package, through 
the invert, and into the unsaturated zone is dependent on a complex series of events in the 
repository. After the waste packages are emplaced, radioactive decay of the waste will heat the 
drifts and locally perturb the normal percolation of water through the mountain. As the drifts 
cool, some of the water percolating through the mountain may drip into the drifts and 
subsequently contact some of the drip shields. Over time, the drip shield, waste package, and 
other components of the EBS are expected to degrade, leading to contact between the water and 
the waste form, resulting in the mobilization and transport of radionuclides through the EBS to 
the unsaturated zone. The primary transport medium through the EBS is anticipated to be water. 
Either a thin film of water or moving water is necessary for radionuclides to be transported out of 
the waste package and through the invert to the unsaturated zone. 

A number of key factors will affect the mobilization and transport of radionuclides through the 
EBS, including barrier effectiveness and transport behavior: 

• Performance of the drip shields 
• Performance of the waste packages 
• Protection provided by cladding 
• Waste form degradation rates 
• Entry and movement of water through waste packages 
• Solubilities of radionuclides 
• Transport of radionuclides through and out of the waste packages 
• Transport of radionuclides through the invert below the waste packages 
• Colloidal transport of radionuclides. 

Once the drip shield is breached, water may contact the waste packages. Once a waste package 
is breached, water may enter the package as water vapor or as drips. If the cladding around spent 
fuel rods or the canister around a vitrified waste form is also breached, radionuclides may start to 
dissolve in the water. The concentration of each radionuclide mobilized from the waste form 
cannot exceed the radionuclide solubility limit, unless suspended colloids are included. Colloids 
are important for two reasons: they may potentially increase the release of radionuclides from 
the waste package, and they may potentially increase the transport velocity of radionuclides. 
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Radionuclides mobilized in water as dissolved species or in association with colloidal species 
may then be transported by advection and/or diffusion from the waste form, through the waste 
package, and out of breaches in the waste packages. Once outside the package, the radionuclides 
may be transported through the invert predominantly by diffusion, if water is not flowing 
through the invert, or by advection and diffusion, if water is flowing through the invert. 

The conceptual model for flow of water through the EBS identifies eight key flow pathways. 
These pathways and their relationships are summarized in the following list and in Table 8.1-1. 
Sections 6.3.1.1, 6.3.2, 6.3.3, and 6.5.1.1 contain detailed technical discussions of the EBS flow 
abstraction portion of the RTA. 

• Total Dripping Flux—This is the input flux or boundary condition; it is a time- and 
location-dependent input to this model provided in Abstraction of Drill Seepage (SNL 
2007 [DIRS 181244]). Any condensation that may occur on the walls of the drift above 
the drip shield is added to the seepage flux, as described in In-Drift Natural Convection 
and Condensation Model (SNL 2007 [DIRS 181648], Section 8.3.1). 

• Through the Drip Shield to the Waste Package—Flux through the drip shield is 
proportional to the ratio of the axial lengths of breaches in the drip shield to the total 
axial length of the drip shield, multiplied by a sampled factor that accounts for 
uncertainty in the fraction of the flux that is diverted by the drip shield. This 
flux-splitting submodel for the drip shield should only be applied when there is a 
time-varying failure of the drip shield. 

• Drip Shield to Invert (Diversion around the Drip Shield)—Any seepage and wall 
condensation flux that does not go through the drip shield flows directly into the invert. 

• Through the Waste Package to the Waste Form—Flux into the waste package is 
proportional to the product of the flux through the drip shield and the ratio of the lengths 
of breaches in the waste package to the total axial length of the waste package, 
multiplied by a sampled factor that accounts for uncertainty in the fraction of the flux 
that is diverted by the waste package. The number of corrosion patches in the waste 
package is calculated independently of the RTA by the WAPDEG code (SNL 2007 
[DIRS 178871]). 

• Waste Package to Invert (Diversion around the Waste Package)—Flow that does not 
go through the waste package is diverted directly to the invert. 

• Waste Package to Invert—All of the flux from the waste package flows directly to the 
invert, independent of breach location on the waste package. The presence of the 
emplacement pallet, which maintains an air gap between the waste package and the 
invert and could potentially interfere with flow to the invert, is ignored in order to bound 
the water flow through this pathway. 

• Imbibition to Invert—Water can be imbibed from the host rock matrix into the invert. 

• Invert to Unsaturated Zone—All of the flux into the invert is released into the 
unsaturated zone. 
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Table 8.1-1. Summary of EBS Flow Abstraction 

Flow Pathway, Pathway Flux Flow Parameters Data Sources and Notes 
1. Total dripping flux (seepage + 

wall condensation), F1 
Total dripping flux is a function of 
fracture properties, rock properties, 
air and water properties, and the 
percolation flux. 

Abstraction of Drift Seepage (SNL 
2007 [DIRS 181244]) and In-Drift 
Natural Convection and Condensation 
Model (SNL 2007 [DIRS 181648]) 
provide time- and location-dependent 
values of total dripping flux. 

2. 	Flux through the drip shield, 
F2 

LDS Patch is axial half-length of each 
Patch due to general corrosion of Ti. 
Los is axial length of the drip shield. 
N bps is number of corrosion patches 
of length Los parch in the drip shield. 
Cos is sampled uncertain parameter, 
DS_Flux_Uncertainty_a. 
F2 = min[FiNbosLos Patchf DS/LDS, Fl] 

This flux splitting submodel for the drip 
shield should only be applied when 
there is a time-varying failure of the 
drip shield. For the seismic scenario 
class, the opening area is computed 
based on the drip shield damage 
fraction multiplied by the area of the 
drip shield. 

3. Diversion around drip 
shield, F3 

F3 = F1 — F2. Continuity of liquid flux. 

4. Flux into the waste package, 
F4 

Lwp Patch  is axial half-length of each 
patch due to general corrosion of 
Alloy 22. 
Lwp is axial length of the waste 
package. 
Nbwp is number of corrosion patches 
in the waste package. 
f'wp is sampled uncertain parameter, 
WP_Flux_Uncertainty_a. 
F4 = Mitl[F2NbwPLWP Patchf '1/4/1411-WP3 F2] 

WAPDEG (SNL 2007 [DIRS 178871]) 
provides the number of patches and 
stress corrosion cracks on the waste 
package. 
No significant flow through stress 
corrosion cracks due to plugging 
(DTN: M00706SPAFEPLA.001 [DIRS 
181613], FEP Number 2.1.03.10.0A). 
Steady state flow through waste 
package (outflow = inflow in steady 
state; this is bounding for release). 

5. Diversion around the waste 
package, F5 

F5 = F2 - F4 Continuity of liquid flux. 

6. 	Flux to the invert, F6 F6 = F5 + F4 + F3 

= F1 
All advective flux enters the invert. 
Only F4 can transport radionuclides 
into the invert. 

7. 	Imbibition flux from the host 
rock matrix into the invert, F7 

F7 is an input to the EBS flow model. Imbibition flux is provided by 
Multiscale Thermohydrologic Model 
calculations (SNL 2007 [DIRS 
181383]). 

8. 	Flux from the invert into to the 
unsaturated zone, F8 

F8 = F6 + F7 

= F1 + F7 

Total dripping flux portion (F1) of 
advective flux from the invert flows into 
the UZ fractures; imbibition flux (F7) 
flows into the UZ matrix. 

Output DTN: SNO703PAEBSRTA.001. 
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In the conceptual model of radionuclide transport through the EBS, the waste form is the source 
of all radionuclides in the repository system. Radionuclides can be transported downward, 
through corrosion products in the waste package, through the invert, and into the unsaturated 
zone. Transport can occur through advection when there is a liquid flux through the waste 
package, and by diffusion through any water present in the waste package. Diffusion can occur 
in a seep environment, when advective transport also takes place, as well as in a no-seep 
environment where no advective transport occurs; thin films of water are assumed to be present 
on all surfaces. If the only breaches in a waste package are stress corrosion cracks, advective 
transport does not occur, but diffusion of radionuclides out of the waste package can still take 
place. The concentration of each radionuclide during transport is limited by the sum of its 
solubility limit and the presence of any colloidal particles that may act as reversible or 
irreversible carriers for the radionuclide. The transport pathways and transport processes 
(advection or diffusion) are summarized in Table 8.1-2. Sections 6.3.4, 6.5.1.2, and 6.5.2 
contain a detailed technical discussion of the EBS transport abstraction. 

In the transport abstraction, the EBS is modeled as consisting of three computational domains. 
The first domain includes the waste form source (i.e., spent nuclear fuel (SNF) or high-level 
radioactive waste (HLW)) along with corrosion products from the degradation of steel 
components, such as high-level waste glass (HLWG) canisters and commercial spent nuclear 
fuel (CSNF) basket tubes, which are closely associated with the waste form. The second domain 
consists of corrosion products from the degradation of steel waste package internal components 
that are not included in the first domain. The third domain is the invert. The physical and 
chemical properties and conditions are uniform throughout each domain, as though the contents 
of the domain were thoroughly and continuously stirred. 

Parameters that define the size of the two waste package domains, specifically the volumes and 
diffusive path lengths, are summarized in Table 8.2-1. Parameter values that are provided by 
other models are also identified there. The path length for diffusion through the invert is set to 
the average thickness of the invert, 0.934 m. 

The mass of corrosion products is a function of time and depends on the corrosion rates of 
carbon steel and stainless steel, which are uncertain parameters with values that are sampled in 
TSPA. In a seep environment, the corrosion products and waste form degradation materials (or 
rind) are fully saturated with water. In a no-seep environment, the water saturation is based on 
the amount of water adsorbed onto iron oxide surfaces and waste form degradation materials, 
which is a function of the relative humidity. The RH is an input to the transport model that 
depends on time and location in the repository. Calculation of corrosion products mass and 
saturation is discussed in Section 6.5.2.2. 

The diffusion coefficients in the corrosion products and waste form degradation rind are based 
on the species dependent free-water diffusion coefficients given in Table 4.1-7 
(DTN: LB0702PAUZMTDF.001 [DIRS 180776], file Readme.doc, Table 8), modified for the 
porosity, time-dependent water saturation, and temperature. 
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The diffusion coefficient in the invert is also based on the species dependent free-water diffusion 
coefficients given in Table 4.1-7 (DTN: LB0702PAUZMTDF.001 [DIRS 180776], file 
Readme.doc, Table 8). The effects of porosity and time-dependent saturation in the invert are 
incorporated based on experimental data. The effect of temperature is also incorporated into the 
abstraction for the diffusion coefficient. The diffusion coefficient for colloids is computed using 
the Stokes-Einstein equation, Equation 6.3.4.4-1, as a function of temperature and colloid 
particle diameter (Section 6.3.4.4). 

Sorption of radionuclides may occur on corrosion products in the waste package and on crushed 
tuff in the invert. Values for sorption distribution coefficients on corrosion products and on 
crushed tuff for all radionuclides of interest are determined in Sections 6.3.4.2 and 6.5.2.4. 

Table 8.1-2. Summary of EBS Transport Abstraction 

Transport Pathway Transport Modes Transport Parameters and Data Sources 

1. Waste form and Waste form domain: No lateral or forward dispersion. 
corrosion products Diffusion and advection Colloidal particles will transport radionuclides. 
domains (when possible) through Diffusive area for each stress corrosion crack is 

the waste form rind. 7.7 x 10-6  m2  (Equation 8-16 and Section 6.3.3.2.2). 

Corrosion product domain: Diffusion coefficient (all radionuclides): 

Diffusion through stress 0 	Species dependent free-water diffusion 
corrosion cracks (no coefficients given in Table 4.1-7 
advective transport through 
stress corrosion cracks). 

(DTN: LB0702PAUZMTDF.001 [DIRS 180776], 
file Readme.doc, Table 8) 

Diffusion and advection 0 	Modified for porosity and saturation 
through corrosion products (Section 6.3.4.3.5) 
and corrosion patches. 0 	Temperature modification defined in Section 

6.3.4.1.2; waste form temperature is provided by 
Multiscale Thermohydrologic Model calculations 
(SNL 2007 [DIRS 181383]) 

o 	Colloid diffusion coefficient computed as a 
function of waste form and corrosion product 
temperatures and sampled colloid particle 
diameter using Equation 6.3.4.4-1 (Section 
6.3.4.4). 

The cross-sectional area for radionuclide transport is 
dependent on the scenario class (Sections 6.5.2.1.1 
and 6.5.2.1.2). 

Competitive sorption of radionuclides onto corrosion 
products; time-dependent mass of corrosion products 
available for sorption is calculated based on corrosion 
rates of carbon and stainless steels. 

See Section 6.5.2 for further details. 
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Table 8.1 -2. Summary of EBS Transport Abstraction (Continued) 

Transport Pathway Transport Modes Transport Parameters and Data Sources 
2. 	Invert Diffusion and advection Liquid flux for advection = F6 = F6 (diverted by waste 

(F6) from corrosion package) + F4 (flux through waste package) + F3 
products domain into the (diverted by drip shield). 
invert. Diffusion coefficient (all radionuclides): 

• Species dependent free-water diffusion 
coefficients given in Table 4.1-7 
(DTN: LB0702PAUZMTDF.001 [DIRS 180776], 
file Readme.doc, Table 8) 

• Modified for porosity and saturation (Section 
6.3.4.1) 

• Temperature modification defined in Section 
6.3.4.1.2; invert temperature is provided by 
Multiscale Thermohydrologic Model calculations 
(SNL 2007 [DIRS 181383]) 

• Colloid diffusion coefficient computed as a 
function of invert temperature and sampled colloid 
particle diameter using Equation 6.3.4.4-1 
(Section 6.3.4.4). 

The cross-sectional area for radionuclide transport is 
the width of the invert times the waste package length. 

Transport of radionuclides is retarded by sorption onto 
crushed tuff in invert. 

See Section 6.5.2 for further details. 
3. 	Invert-UZ interface Advection from the invert The invert diffusion calculation uses radionuclide 

to UZ fractures (F6) and UZ concentrations in the waste package corrosion 
matrix (F7); total flux is Fg. products domain as the boundary condition at the top 
Diffusion from the invert to of the invert and a series of unsaturated zone 
UZ fractures and matrix. computational cells below the invert that provide a 

gradient to a zero radionuclide concentration at some 
distance from the bottom of the invert (Section 
6.5.2.6). 

Output DTN: SNO703PAEBSRTA.001 

8.2 MODEL OUTPUTS 

Table 8.2-1 summarizes parameters that define the three-domain EBS transport abstraction, 
which is described in more detail in Section 6.5.2. These domains are comprised of: 

• The waste form. In the case of CSNF waste packages, this consists of fuel rods, along 
with the corrosion products from the degradation of stainless steel fuel basket tube and 
borated stainless steel absorber plates; no credit is taken for fuel rod cladding as a 
barrier, and the presence of cladding, including the volume occupied by cladding, is 
ignored. In codisposal waste packages, the waste form is a composite of HLW glass and 
DOE spent nuclear fuel (DSNF); thus, there are two waste form subdomains. One 
subdomain consists of HLW glass and the corrosion products from the degradation of 
the stainless steel pour canisters that contain the HLW glass. The other subdomain 
consists of DSNF and the corrosion products from the degradation of stainless steel 
canisters and other associated steel components; as with CSNF, any fuel cladding is 
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neglected, and no credit is taken for the cladding as a barrier. Transport processes that 
occur in the waste form domain(s) are the dissolution of radionuclides and advection and 
diffusion to the corrosion products domain. Waste form colloids are generated from the 
alteration of HLW glass and carry radionuclides that are both reversibly and kinetically 
bound to the colloid. 

• Corrosion products inside the waste package. These are the result of the corrosion of 
steel internal waste package components such as the guide assembly and transportation, 
aging, and disposal (TAD) canister (in CSNF waste packages); divider plate assemblies 
(in codisposal waste packages); and inner stainless steel vessel. The stationary 
iron-oxide-based corrosion products are strong sorbers, so sorption of radionuclides is 
modeled on the corrosion products. In addition, iron oxyhydroxide colloids (released 
from corrosion products) and groundwater colloids (from seepage water) are available in 
this domain. Both reversible and kinetic sorption is modeled on iron oxyhydroxide 
colloids but only reversible sorption is modeled on groundwater colloids. Precipitation 
and dissolution can also take place in this domain. Diffusion transports radionuclides 
into this domain from the waste form domain and from this domain to the invert domain. 

• Invert. Advection and diffusion transport radionuclides into this domain from the 
corrosion products domain and from this domain to the unsaturated zone. Groundwater 
colloids are also available in this domain if there is any water flow. Reversible sorption 
of radionuclides is modeled on these colloids. Because the chemical environment of the 
invert may be different from the corrosion products domain, colloid stability may be 
affected and dissolution or precipitation of radionuclides may take place. The submodel 
for transport through the invert is summarized in transport pathway 3 of the transport 
abstraction summary, Table 8.1-2. 

Transport is affected by the parameters that define the physicochemical environment, including 
the porosity and pore volume, water saturation, interfacial diffusive areas, diffusive path lengths, 
and diffusion coefficients. These diffusive transport parameters are discussed in Section 6.5.2. 

Output from the RTA, including algorithms and parameters, is summarized in two output 
DTNs: SNO703PAEBSRTA.001, and SNO703PAEBSRTA.002. 
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Table 8.2 -1. Parameters for EBS Transport Abstraction 

Waste 
Type 

Transport 
Properties Seep Case No-Seep Case 

Waste Form Domain 

CSNF Domain bulk 
volume, pore 
volume, and 
water 
volume 

Waste Form Domain consists of degradation 
products in fuel rods (SNF rind), fuel basket 
tubes (steel corrosion products), absorber 
plates (steel corrosion products) ; fuel rod 
cladding is treated as inert and its volume is 
neglected 

• SNF rind volume (Vrinch  function of time) and 
porosity (Orind) provided by Cladding 
Degradation Summary for LA (SNL 2007 
[DIRS 180616], Tables 6-3 and 6-4) 

• Steel corrosion products (CP) mass from 
Equation 8-4, pore volume (Vo cp) from 
Equation 8-7, bulk volume from Equation 8-8 

• Total pore volume of CSNF Waste Form 
Domain, VoCSNF, given by Equation 8-13 

• Sw  = water saturation in domain = 1.0 
• Domain water volume = total pore volume. 

• Domain characteristics (rind 
volume, corrosion products 
mass and volume, total pore 
volume) same as for Seep 
Case 

• Sw,rind function of RH and 
sampled density and specific 
surface area of rind (Equation 
8-12) 

• Rind water volume: Vw,rind = 
Sw,rin Orind Vnnd 

• Sm cp function of RH, density, 
and sampled specific surface 
area of corrosion products 
(Equation 8-5) 

• Corrosion products water 
volume: Vw,CP = Sw,CP Vos,CP 

• Domain water volume = 
Vw,CSNF= Vw,rind + Vw,CP 

Advection 
and diffusion 

Advective flux = volumetric flow rate through 
the waste package 

Diffusive area of Waste Form Domain: 

• Set equal to surface area of a cylinder of 
radius 1/2 of Diff_Path_Length_CSNF_1, 
length of fuel basket tubes; excluding ends 

• Fixed parameter: Diff_Area_CSNF_1. 

Diffusive path length: 

• Set equal to TAD canister inside radius 

• Fixed parameter: 
Diff Path_Length_CSNF_1. 

Diffusion coefficient in Waste Form Domain, 
DwF: 

• OSWDWF = 013Sw2Di 

• 0= effective porosity of CSNF Waste Form 
Domain given by Equation 8-14 

• Sw  = water saturation in domain = 1.0 

• Di = free water diffusion coefficient. 

(DWF is an effective value that implicitly includes 
the effect of tortuosity in a porous medium). 

• No advective flux 

• Diffusive area same as for 
Seep Case 

• Diffusive path length same as 
for Seep Case 

Diffusion coefficient in Waste  
Form Domain, DWF: 

• OSKDWF = 01.3Sw2
Di 

•  Effective porosity H of CSNF  
Waste Form Domain given by 
Equation 8-14, same as for 
Seep Case 

• Water saturation in Waste 
Form Domain: Sw  = 
min[(Vw,CSNF/VACSNF),1.0] 

• Di = free water diffusion 
coefficient 

• Modified for temperature. 

(DWF is an effective value that 
implicitly includes the effect of 
tortuosity in a porous medium). 
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Table 8.2 -1. Parameters for EBS Transport Abstraction (Continued) 

Waste 
Type 

Transport 
Properties Seep Case No-Seep Case 

Waste Form Domain 

Codisposal Domain bulk Waste Form Domain is divided into two 0 	No advective flux 
volume, pore 
volume, and 
water 

subdomains: HLWG and DSNF Subdomains 

HLWG Subdomain: 

0 	Diffusive area same as for 
Seep Case 

volume 0 	Consists of degradation products of 5 
stainless steel canisters and HLW glass 
contained therein 

0 	Diffusive path length same as 
for Seep Case  

0 	Volume of HLWG degradation rind provided HLWG Subdomain: 
as function of time by Defense HLW Glass Diffusion coefficient in HLWG 
Degradation Model (BSC 2004 [DIRS Waste Form Subdomain, DWF: 
169988], Section 8.1, Eq. 54) 

0 	0S.DwF = 0
1 3Sw2D, 

0 	Porosity of HLWG rind provided by Defense 0 	Effective porosity 0 of HLWG 
HLW Glass Degradation Model (BSC 2004 
[DIRS 169988], Table 8-1) 

0 	Steel corrosion products (CP) mass from 

Waste Form Subdomain 
given by Equation 8-14, same 
as for Seep Case 

Equation 8-4, pore volume (Voce)  from 0 	Water saturation in HLWG 
Equation 8-7, bulk volume from Equation 8-8 

0 Total pore volume of HLWG Waste Form 
Waste Form Subdomain: Sw  = 
min[(Vo-n..wc /VoLwG),1.0] 

Subdomain, V0HLWG, given by Equation 8-13 0 	Modified for temperature 
0 	SW  = water saturation in HLWG Waste Form 

Subdomain = 1.0. 
0 	Di  = free water diffusion 

coefficient. 

DSNF Subdomain: DSNF Subdomain: 
0 	Consists of degradation products of 

standard stainless steel DSNF canister 
containing degraded DSNF (rind) 

Diffusion coefficient in DSNF 
Waste Form Subdomain, DwF: 

0 Volume of DSNF rind, VDSNF = 1.0 m 3  (BSC 
0 	0S.DwF = 0

1.3
Sw

2
Di 

2004 [DIRS 172453], Section 8.1) 0 	Effective porosity 0 of DSNF 

0 	Porosity of DSNF rind, ODSNF = 0.2 

0 	Steel corrosion products (CP) mass from 

Waste Form Subdomain 
given by Equation 8-14, same 
as for Seep Case 

Equation 8-4, pore volume (Voce) from 0 	Water saturation in DSNF 
Equation 8-7, bulk volume from Equation 8-8 

0 Total pore volume of DSNF Waste Form 
Waste Form Subdomain: SW  = 
min[( Vw,DSNF 1 V ODSNF), 1  .0] 

Subdomain, V osNF, given by Equation 8-13 0 	Modified for temperature 
0 	SW  = water saturation in DSNF = 1.0. 0 	Di = free water diffusion 

coefficient. 

(DWF is an effective value that 
implicitly includes the effect of 
tortuosity in a porous medium). 
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Table 8.2 -1. Parameters for EBS Transport Abstraction (Continued) 

Waste 
Type 

Transport 
Properties Seep Case No-Seep Case 

Codisposal 
(continued) 

Advection 
and diffusion 
(continued) 

Advective flux = volumetric flow rate through 
the waste package. 

HLWG Subdomain: 

Diffusive area: 

• Diffusive area equal to surface area of 
cylinder with radius equal to 1/2 of 
Diff_Path_Length_CDSP_1a and length of 
inner vessel cavity of 5 DHLW/DOE SNF 
Long waste package, excluding ends 

• Fixed parameter: DiffArea_CDSP_1a. 

Diffusive path length: 

• Set equal to the radius of inner vessel of 
5 DHLW/DOE SNF Long waste package 

• Fixed parameter: 
Diff_Path_Length_CDSP_1a. 

Diffusion coefficient in HLWG Waste Form 
Subdomain, DWF: 

• 0SwDWF = 013Sw2Di 

• 0= effective porosity of HLWG Waste Form 
Subdomain given by Equation 8-14 

• S t, = water saturation = 1.0 

• Di = free water diffusion coefficient. 
(DWF is an effective value that implicitly includes 
the effect of tortuosity in a porous medium). 

DSNF Subdomain: 

Diffusive area: 

• Diffusive area set equal to the surface area 
of HLWG subdomain 

• Fixed parameter: Diff_Area_CDSP_1b. 

Diffusive path length: 

• Set equal to the diffusive path length in 
HLWG subdomain 

• Fixed parameter: 
Diff Path_Length_CDSP_1b. 

Diffusion coefficient in Waste Form Subdomain, 
DwF: 

• cbSwDwF = 0SwD, 

• 0= effective porosity of DSNF Waste Form 
Subdomain given by Equation 8-14 

• St,„ = water saturation = 1.0 

• Di = free water diffusion coefficient. 

(DWF is an effective value that implicitly includes 
the effect of tortuosity in a porous medium). 
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Table 8.2 - 1. Parameters for EBS Transport Abstraction (Continued) 

Waste 
Type 

Transport 
Properties Seep Case No-Seep Case 

Corrosion Product Domain 
CSNF Bulk volume 

and water 
volume 

Pore volume of Corrosion Products Domain, 
Vcp: 

• Mass of corrosion products, mcp, is function 
of time, Table 8.2-8, Equation 8-4 

• Porosity Ocp = 0.4 

• Vcp from Table 8.2-8, Equation 8-7. 

• Same as Seep Case 

Volume of water: 

• Sw  = water saturation in corrosion products 
= 1.0 

• Water volume = Vw,cp = S.Vocp. 

Volume of water: 

• Swe,cp = effective water 
saturation in Corrosion 
Products Domain from 
Equation 8-11 

• Water volume = Swe,cp V% CP. 

Advection 
and Diffusion 

Advective flux = volumetric flow rate through 
the waste package 

• No advective flux 

Diffusive area: 

• Diffusive area, for the path excluding the 
outer barrier, is the surface area of a 
cylinder at the midpoint of the diffusive path, 
constant parameter: Diff_Area_CSNF_2 

• Diffusive area for the path through the outer 
barrier of the waste package is taken to be 
the minimum of total area of all waste 
package breaches (scenario class 
dependent) and surface area of CSNF 
waste package given by the parameter: 
DiffAreaCSNF2Max. 

• Same as Seep Case 

Diffusive path length: 

• Diffusive path excluding the outer barrier is 
given by the combined thickness of TAD 
canister and inner vessel, constant 
parameter: Diff Path_Length_CSNF_2 

• Diffusive path through the outer barrier is 
given by the thickness of the waste package 
outer barrier, constant parameter: 
Diff Thick_OB_CSNF. 

• Same as Seep Case 

Diffusion coefficient in Corrosion Products 
Domain, DCP: 
• OcpSwDcp = ocp1.3sw2Di 

• Ocp = porosity of corrosion products = 0.4 
• Sw  = water saturation in corrosion products 

= 1.0 

• Di = free water diffusion coefficient. 

(Dcp is an effective value that implicitly includes 
the effect of tortuosity in a porous medium). 

Diffusion coefficient in Corrosion 
Products Domain, Dcp: 

,, 	1.3, 	2, 
• OcpSwe,CPDCP = IMP 	owe,CP 1-ii 
• Swe,CP = effective water 

saturation in corrosion 
products Table 8.2-8, 
Equation 8-11 

• OCP = porosity of corrosion 
products = 0.4 

• D, = free water diffusion 
coefficient. 

(Dcp is an effective value that 
implicitly includes the effect of 
tortuosity in a porous medium). 
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Table 8.2 - 1. Parameters for EBS Transport Abstraction (Continued) 

Waste 
Type 

Transport 
Properties Seep Case No-Seep Case 

Codisposal Bulk volume 
and water 
volume 

Pore volume of Corrosion Products Domain, 
14,cp: 

• Same as for CSNF Seep Case 

• Ocp = porosity of corrosion products = 0.4. 

• Same as Seep Case 

Volume of water: 
• SW  = water saturation in corrosion products = 

1.0 
• Water volume = SWV4cP. 

• Swe,CP = effective water 
saturation in corrosion 
products, Equation 8-11 

• Water volume = Swe,CPV4CP 

Advection 
and diffusion 

Advective flux = volumetric flow rate through 
the waste package 

Diffusive area: 

• Diffusive area, for the path excluding the 
outer barrier, is given by the surface area of 
a cylinder at the midpoint of the diffusive 
path, constant parameter: 
Diff Area_CDSP_2 

• Diffusive area for the path through the outer 
barrier of the waste package is taken to be 
the minimum of total area of all waste 
package breaches (scenario class 
dependent) and surface area of co-disposal 
waste package given by the constant 
parameter: Diff_Area_CDSP_2_Max. 

Diffusive path length: 

• Diffusive path excluding the outer barrier is 
given by the thickness of inner vessel, 
constant parameter: 
Diff_Path_Length_CDSP_2 

• Diffusive path through the outer barrier is 
given by the thickness of the waste package 
outer barrier, constant parameter: 
Diff_Thick_OB_CDSP. 

Diffusion coefficient in Corrosion Products 
Domain, Dcp: 

• 0cPSADCP = OCP1.3Sw2D, 

• OCP = porosity of corrosion products = 0.4 

• SW  = water saturation = 1.0 

• Di = free water diffusion coefficient. 

(Dcp is an effective value that implicitly includes 
the effect of tortuosity in a porous medium). 

• No advective flux 

• Diffusive area same as for 
Seep Case 

• Diffusive path length same as 
for Seep Case 

Diffusion coefficient in Corrosion 
Products Domain, Dcp: 

• CPSwe,CPDCP = OCP13Swe,cp2Di 

• Swe,CP = effective water 
saturation in corrosion 
products, Equation 8-11 

• Ocp = porosity of corrosion 
products = 0.4 

• Di = free water diffusion 
coefficient. 

• (Dcp is an effective value that 
implicitly includes the effect of 
tortuosity in a porous 
medium.) 

Output DTN: SNO703PAEBSRTA.001 
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The ranges and distributions of radionuclide sorption distribution coefficients for sorption on 
devitrified unsaturated zone tuff given in DTNs: LA0408AM831341.001 [DIRS 171584] (file 
UZ Kds.doc, for all radionuclides of interest except for Se and Sn) and LB0701PAKDSESN.001 
[DIRS 179299] (file ReadMe.doc, for Se and Sn) are assigned to Kd values on crushed tuff in the 
invert. Correlations, for sampling sorption distribution coefficient probability distributions for 
devitrified UZ tuff given in DTN: LB0701PAKDSESN.001 [DIRS 179299] (file 
Sorption Correlation Table.xls), are assigned to invert crushed tuff. 

Invert hydrological properties are provided in DTN: M00703PAHYTHRM.000 [DIRS 182093]. 

Radionuclide sorption site density data for goethite and HFO are summarized in Table 8.2-2. 
Parameters for the regression equations that provide sorption distribution coefficients in the 
competitive sorption model are given in Table 8.2-3. 

Table 8.2-4 summarizes various sampled parameters to be used in the RTA, with the range and 
distribution of each parameter provided. Table 8.2-5 lists UZ fracture and matrix saturations and 
fluxes extracted from the UZ flow model output. A summary of fixed, single-value parameters 
to be used in the RTA is given in Table 8.2-6 (output DTN: SNO703PAEBSRTA.001). 
Equations used to compute various parameters in the RTA are shown in Table 8.2-8. 

In Table 8.2-7, the impacts on model inputs of using preliminary design data are summarized. 
Because the TSPA calculations were started before the direct confirming data were available in 
the design interface documents (SNL 2007 [DIRS 179394], and SNL 2007 [DIRS 179567]), it 
was necessary to utilize preliminary values for the design of the EBS components to obtain the 
design-related parameters used as model inputs in the TSPA. The parameter values used in the 
TSPA, based on the preliminary design data, are compared in Table 8.2-7 with parameters 
derived from the final design data that is presented in the design interface documents (SNL 2007 
[DIRS 179394], and SNL 2007 [DIRS 179567]). 
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Table 8.2-2. Sampled Parameter Ranges and Distributions Used for Kinetic Sorption on Stationary 
Corrosion Products 

Input Name Input Description Range Distribution 
Goethite_Site_Density_a Goethite site density; discrete 

distribution 
Density (sites nrn-2) Probability Level 

1.02 0.01786 
1.21 0.01786 
1.32 0.03571 
1.46 0.01786 
1.50 0.01786 
1.66 0.01786 
1.68 0.03571 
1.70 0.01786 
1.80 0.01786 
1.87 0.01786 
1.93 0.01786 
1.95 0.01786 
1.97 0.01786 
2.20 0.01786 
2.30 0.07143 
2.31 0.01786 
2.32 0.01786 
2.55 0.01786 
2.60 0.03571 
2.70 0.01786 
2.89 0.01786 
2.90 0.03571 
3.00 0.01786 
3.12 0.01786 
3.13 0.01786 
3.30 0.03571 
3.40 0.01786 
4.00 0.01786 
4.20 0.01786 
4.60 0.01786 
4.84 0.01786 
4.90 0.01786 
5.00  0.01786 
5.53 0.01786 
6.15 0.01786 
6.30 0.01786 
6.31 0.03571 
6.60 0.01786 
7.00 0.05357 
7.20 0.01786 
7.40 0.01786 
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Table 8.2-2. Sampled Parameter Ranges and Distributions Used for Kinetic Sorption on Stationary 
Corrosion Products (Continued) 

Input Name Input Description Range Distribution 

Goethite_Site_Density_a 
(continued) 

8.00 0.01786 
8.16 0.01786 
8.38 0.01786 
8.59 0.01778 

HFO_Site_Density_a HFO site density; discrete 
distribution 

Density (sites nm-2) Probability Level 
0.56 0.05263 
1.13 0.10526 
1.47 0.05263 
1.58 0.05263 
1.69 0.10526 
1.81 0.05263 
2.03 0.10526 
2.26 0.26316 
2.60 0.05263 
2.71 0.05263 
4.00 0.05263 
5.65 0.05265 

Output DTN: SNO703PAEBSRTA.001. 

Table 8.2-3. Surface Complexation Sorption Coefficients for the Final 
Regression Models 

No. Parameter Name 
Value 

(Dimensionless) 

1 pH Coeff 1* 4.5342 
2 pH Coeff_2 * 0.6132 
3 pH Coeff 3 * -0.3805 
4 pH Coeff 4 * -0.0254 
5 U_Sorb_Coeff_1 0.9727 
6 U_Sorb_Coeff_2 -0.0837 
7 U_Sorb Coeff 3 1.0027 
8 U Sorb Coeff 4 -0.3489 
9 U_Sorb_Coeff 5 -0.0922 
10 Pu_Sorb_Coeff 1 -2.0371 
11 Pu_Sorb_Coeff 2 0.6036 
12 Pu_Sorb_Coeff 3 0.9972 
13 Pu Sorb Coeff 4 -0.9172 
14 Pu Sorb Coeff 5 -0.0516 
15 Pu_Sorb_Coeff 6 0.9500 
16 Np_Sorb_Coeff_1 0.1561 
17 Np Sorb Coeff 2 0.9789 

__ 	18 Np_Sorb_Coeff_3 -1.1643 
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Table 8.2-3. Surface Complexation Sorption Coefficients for the Final 
Regression Models (Continued) 

No. Parameter Name 
Value 

(dimensionless) 

-0.0671 19 Np Sorb Coeff _4 

20 Np_Sorb_Coeff 5 0.9784 
21 Am_Sorb_Coeff 1 -3.2250 

22 Am Sorb Coeff 2 1.019 
23 Am Sorb Coeff 3 0.9754 
24 Am Sorb Coeff 4 -1.4669 
25 Am Sorb Coeff_5 -0.0887 
26 Am Sorb Coeff 6 0.9423 
27 Th Sorb Coeff 1 -0.3107 
28 Th_Sorb_Coeff 2 0.0838 
29 Th_Sorb_Coeff_3 1.0151 
30 Th Sorb Coeff 4 -0.7201 
31 Th_Sorb_Coeff5 -0.0379 
32 Th_Sorb_Coeff6 0.8942 
33 Ni_Sorb_Coeff1 -5.0808 
34 Ni_Sorb_Coeff_2 0.8026 
35 Ni_Sorb_Coeff_3 0.9144 

36 Ni Sorb Coeff 4 -1.6646 
37 Ni_Sorb_Coeff 5 -0.1019 
38 Ni_Sorb_Coeff6 0.9478 

The pH for the corrosion products domain (Cell 2) is computed by applying the 
following equation: 

pH = 4.5342 + 0.6132 pCO2 - 0.3805 logio[U] - 0.0254 (logio[U]) 2  + E 

where E is the error term (pH_Cell_2_Regression_Error) defined by a normal 
distribution with mean of zero and standard deviation of 0.32 truncated at ± 2 
standard deviations. 

Table 8.2-4. Sampled Model Inputs Used in the EBS Radionuclide Transport Abstraction 

Input Name Input Description Range Distribution 
Invert_Diff_Coeff_Uncert_a Invert diffusion coefficient uncertainty; 

Table 8.2-8, Equation 8-1 
Range: 10Pi3°  

(dimensionless) 
Mean: p = 0.033; 
Std. Dev. a= 0.218 

10 ND  

SS_Corrosion_Rate_a Stainless steel corrosion rate (DTN: 
M00409SPAACRWP.000 [DIRS 
172059]); Spreadsheet 
aqueous-316L.xls, worksheet 
"freshwater," Columns C through G, 
Rows 59 through 64 

0.01 - 0.51 prT1 yr-1, 
Mean = 0.267 um yr-  
Std. Dev. = 0.209 gm yr-1  

Truncated 
Lognormal 
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Table 8.2 -4. Sampled Model Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Name Input Description Range Distribution 
CS_Corrosion_Rate_a Carbon steel corrosion rate (DTN: 

M00409SPAACRWP.000 [DIRS 
172059]); Spreadsheet 
aqueous-A516.xls, worksheet 
"Freshwater," Column D, Rows 5 
through 55 

25 — 135 urn yr-1 
Mean = 78.5 pm yr-1  
Std. Dev. = 25.0 pm yr -1  

Truncated 
Lognormal 

DS_Flux_Uncertainty_a Drip shield flux splitting uncertainty 
factor 

0 — 0.85 
(dimensionless) 

Uniform 

WP_Flux_Uncertainty_a Waste package flux splitting 
uncertainty factor 

0 — 2.41 
(dimensionless) 

Uniform 

Diameter Colloid a Diameter of colloid particle 50 — 300 nm Uniform 

Goethite_SA_a Specific surface area of goethite 
(FeOOH) 

14.7 — 110 m 2  g -1  Log-Normal 
(Truncated) 

HFO_SA_a Specific surface area of HFO 68 — 600 m 2  g -1  Log-Normal 
(Truncated) 

NiO_SA_a Specific surface area of NiO 1 — 30 m 2  g -1  Uniform 

Cr203_SA_a Specific surface area of Cr2O3 1 — 20 m2  g -1  Uniform 
Relative_Abundance_Goethite_a Mass fraction of iron oxides (goethite 

and HFO) that is goethite 
0.45 — 0.80 
(fraction) 

Uniform 

FHH_Isotherm_k_CP_a FHH adsorption isotherm parameter k 
for corrosion products 

1.048 — 1.370 
(dimensionless) 

Uniform 

FHH_Isotherm_s_CP_a FHH adsorption isotherm parameter s 
for corrosion products 

1.525 — 1.852 
(dimensionless) 

Uniform 

CSNF Rind SA a Specific surface area of CSNF rind 0.5 — 60 m 2 	-1  Uniform 

Density CSNF Rind a Density of CSNF rind 5,600 — 11,500 kg M -3  Uniform 

Porosity_Rind_CSNF_a Porosity of CSNF rind (DTN: 
M00411SPACLDDG.003 [DIRS 
180755], Table 7-1) 

0.05 — 0.3 
(fraction) 

Uniform 

FHHIsotherm_k_CSNF_Rind_a FHH adsorption isotherm parameter k 
for CSNF rind 

1.606 — 8.215 
(dimensionless) 

Uniform 

FHH_Isotherm_s_CSNF_Rind_a FHH adsorption isotherm parameter s 
for CSNF rind 

1.656 — 3.038 
(dimensionless) 

Uniform 

HLWG_Rind_SA a Specific surface area of HLWG rind 10 — 38 m 2  g -1  Uniform 

ff_group8_a Unsaturated zone fracture frequency 
DTN: LA0701PANSO2BR.003 [DIRS 
180497] 

- Mean = exp(1.12) m1 
Std. Dev. = 
exp(0.724) M-1  

Log-normal 

Por_group8_a Unsaturated zone fracture porosity 
DTN: LA0701PANSO2BR.003 [DIRS 
180497], Table 1 

0 — 1 
(fraction); 
E(x)= 0.0105; a(x)= 
0.0031 

Beta 

GammaAFMa _ 	
— 

Active fracture model gamma 
parameter 
DTN: LA0701PANSO2BR.003 [DIRS 
180497] 

0.2 — 0.6 Uniform  
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EBS Radionuclide Transport Abstraction 

Table 8.2 -4. Sampled Model Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Name Input Description Range Distribution 
EBS_UZ_Flux_Sat_PS1 Unsaturated zone fracture saturation Average values for 2-D Table; 
EBS_UZ_Flux_Sat_PS2 DTN: LA0701PANSO2BR.003 [DIRS the five percolation see Table 

180497] subregions based on 8.2-5 EBS_UZ_Flux_Sat_PS3 This includes the average fracture and the average of 
EBS_UZ_Flux_Sat_PS4 matrix percolation fluxes and repository nodes in 
EBS_UZ_Flux_Sat_PS5 saturations for both glacial transition 

and post-10,000 year periods. There 
are total of five Percolation 

each Percolation 
Subregion. 

Subregions. 
Diff Path_Lengthinvert_Top_a Diffusive path length from waste 

package outer corrosion barrier to 
mid-point of invert 

0.30 - 1.24 m Uniform 

Output DTN: SNO703PAEBSRTA.001 
NOTES: ND = Truncated normal distribution 

E(x) = Expected value 
a(x) = Standard deviation 
CDF = Cumulative distribution function. 

Table 8.2-5. Unsaturated Zone Saturation and Flux Inputs Used in the EBS Radionuclide Transport 
Abstraction 

Parameter: EBS_UZ_Flux_SatPS1 

Fracture Saturation Matrix Saturation Fracture Flux Matrix Flux 
gt10 1.29E-02 9.14E-01 3.44E-01 3.32E-01 
gt30 1.65E-02 9.34E-01 1.82E+00 4.81E-01 
gt50 1.41E-02 9.00E-01 1.94E+00 4.25E-01 
gt90 1.43E-02 8.85E-01 4.77E+00 5.86E-01 
pk10 1.57E-02 9.66E-01 1.55E+00 7.14E-01 
pk30 1.65E-02 9.32E-01 1.99E+00 4.66E-01 
pk50 1.52E-02 9.23E-01 3.55E+00 5.39E-01 
pk90 1.52E-02 9.02E-01 7.10E+00 7.01E-01 

Parameter: EBS_UZ_Flux_Sat_PS2 

Fracture Saturation Matrix Saturation Fracture Flux Matrix Flux 
gtl 0 1.69E-02 9.75E-01 2.81E+00 5.12E-01 
gt30 2.17E-02 9.83E-01 1.11E+01 6.21E-01 
gt50 1.61E-02 9.68E-01 1.21E+01 6.45E-01 
gt90 1.82E-02 9.39E-01 3.29E+01 7.77E-01 
pk10 2.23E-02 9.87E-01 1.27E+01 7.23E-01 
pk30 2.25E-02 9.84E-01 1.35E+01 6.55E-01 
pk50 1.79E-02 9.73E-01 2.41E+01 7.37E-01 
pk90 1.87E-02 9.41E-01 3.81E+01 8.16E-01 
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Table 8.2-5. Unsaturated Zone Saturation and Flux Inputs Used in the EBS Radionuclide Transport 
Abstraction (Continued) 

Parameter: EBS_UZ_Flux_SatPS3 

Fracture Saturation Matrix Saturation Fracture Flux Matrix Flux 

gt10 2.06E-02 9.86E-01 9.10E+00 6.69E-01 
gt30 2.50E-02 9.88E-01 2.43E+01 7.64E-01 
gt50 1.86E-02 9.75E-01 3.28E+01 7.92E-01 
gt90 2.09E-02 9.31E-01 6.96E+01 9.21E-01 
pk10 2.51E-02 9.88E-01 2.18E+01 7.28E-01 
pk30  2.76E-02 9.89E-01 3.67E+01 7.89E-01 
pk50 2.03E-02 9.76E-01 5.15E+01 8.11E-01 
pk90 2.06E-02 9.30E-01 6.34E+01 8.99E-01 

Parameter: EBS_UZ_Flux_SatPS4 

Fracture Saturation Matrix Saturation Fracture Flux Matrix Flux 

_200 2.36E-02 9.87E-01 1.92E+01 7.25E-01 
gt30 2.72E-02 9.88E-01 3.72E+01 7.99E-01 
gt50 1.95E-02 9.70E-01 5.36E+01 8.14E-01 
gt90 2.14E-02 9.14E-01 9.32E+01 9.77E-01 
pk10 2.53E-02 9.87E-01 2.62E+01 7.34E-01 
pk30 3.07E-02 9.88E-01 6.00E+01 8.12E-01 
pk50 2.04E-02 9.70E-01 6.93E+01 8.24E-01 
pk90 2.06E-02 9.11E-01 7.62E+01 9.20E-01 

Parameter: EBSUZ_FluxSat_PS5 

Fracture Saturation Matrix Saturation Fracture Flux Matrix Flux 

gt10 2.52E-02 9.88E-01 2.81E+01 7.34E-01 
gt30 2.82E-02 9.89E-01 4.51E+01 8.04E-01 
gt50 1.95E-02 9.73E-01 6.68E+01 8.15E-01 
gt90 2.16E-02 9.30E-01 1.09E+02 1.02E+00 
pk10 2.55E-02 9.88E-01 2.95E+01 7.36E-01 
pk30 3.21E-02 9.90E-01 7.48E+01 8.20E-01 
pk50 2.03E-02 9.74E-01 8.11E+01 8.18E-01 
pk90 2.05E-02 9.26E-01 8.49E+01 9.42E-01 
NOTE: 	Flux values are given in mm/yr but are entered as dimensionless in database. The units are 

added later in the model. 

Output DTN: SNO703PAEBSRTA.001, files Repository Values for Saturation and Flux.doc, 
bin splits gt10.xls, bin splits gt30.xls, bin splits gt50.xls, bin splits gt90.xls, 
bin splits pk10.xls, bin splits pk30.xls, bin splits pk50.xls, bin splits pk90.xls. 
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Table 8.2 -6. Fixed Model Inputs Used in the EBS Radionuclide Transport Abstraction 

Input Name Input Description 
Source or Developed in 

RTA Value 
Frac_CS_CDSP_1a Fraction of total steel mass in 

codisposal waste package 
HLWG waste form subdomain 
that is carbon steel 

Developed: Table 6.3-9 0 
(fraction) 

Frac_CS_CDSP_1b Fraction of total steel mass in 
codisposal waste package 
DSNF waste form subdomain 
that is carbon steel 

Developed: Table 6.3-9 0.25 
(fraction) 

Frac_CS_CDSP_2 Fraction of total steel mass in 
codisposal waste package 
corrosion products domain that 
is carbon steel 

Developed: Table 6.3-9 0.31 
(fraction) 

Frac_CS_CSNF_1 Fraction of total steel mass in 
CSNF waste package waste 
form domain that is carbon 
steel 

Developed: Table 6.3-8 0 
(fraction) 

Frac_CS_CSNF_2 Fraction of total steel mass in 
CSNF waste package corrosion 
products domain that is carbon 
steel 

Developed: Table 6.3-8 0 
(fraction) 

Max_Thick_CS_CSNF_1 Maximum thickness of carbon 
steel waste package internal 
components in CSNF waste 
package waste form domain 

Placeholder parameter; no 
carbon steel in CSNF 
waste package 

0 mm 

Max_Thick_CS_CSNF_2 Maximum thickness of carbon 
steel waste package internal 
components in CSNF waste 
package corrosion products 
domain 

Placeholder parameter; no 
carbon steel in CSNF 
waste package 

0 mm 

Max_Thick_CS_CDSP_la Maximum thickness of carbon 
steel waste package internal 
components in CDSP waste 
package HLW glass subdomain 

Placeholder parameter; no 
carbon steel in CDSP 
waste package HLW glass 
subdomain 

0 mm 

Max_Thick_CS_CDSP_1 b Maximum thickness of carbon 
steel waste package internal 
components in CDSP waste 
package DSNF subdomain 

DOE 2003 [DIRS 164970], 
Fig. 13 (16" Carbon Steel 
Sleeve) 

6.35 mm 

Max_Thick_CS_CDSP_2 Maximum thickness of carbon 
steel waste package internal 
components in CDSP waste 
package corrosion products 
domain 

SNL 2007 [DIRS 179567], 
Table 4-8 (Support Tube) 

31.75 mm 

Max_Thick_SS_CSNF_1 Maximum thickness of stainless 
steel waste package internal 
components in CSNF waste 
package waste form domain 

SNL 2007 [DIRS 179394], 
Table 4-2 (Borated 
Stainless Steel Absorber 
Plates) 

11.11 mm 

Max_Thick_SS_CSNF_2 Maximum thickness of stainless 
steel waste package internal 
components in CSNF waste 
package corrosion products 
domain 

SNL 2007 [DIRS 179394], 
Table 4-3 (Inner Vessel) 

50.8 mm 
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Table 8.2 -6. Fixed Model Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Name Input Description 
Source or Developed in 

RTA Value 

Max_Thick_SS_CDSP_1a Maximum thickness of stainless 
steel waste package internal 
components in CDSP waste 
package HLW glass subdomain 

CRWMS M&O 2000 
[DIRS 151743], Table 3 
(HLW Glass Canister) 

10.5 mm 

Max_Thick_SS_CDSP_1b Maximum thickness of stainless 
steel waste package internal 
components in CDSP waste 
package DSNF subdomain 

DOE 2003 [DIRS 164970], 
Fig. 13 

9.525 mm 

Max_Thick_SS_CDSP_2 Maximum thickness of stainless 
steel waste package internal 
components in CDSP waste 
package corrosion products 
domain 

CRWMS M&O 2000 
[DIRS 151743], Table 3 
(SNF Standard Canister) 

50.8 mm 

Mass_Steel_CSNF_1 Mass of steel in CSNF waste 
package waste form domain 

Developed: Table 6.3-8 9,980 kg 

Mass_Steel_CSNF_2 Mass of steel in CSNF waste 
package corrosion products 
domain 

Developed: Table 6.3-8 24,700 kg 

Mass_Steel_CDSP_1a Mass of steel in CDSP waste 
package HLW glass subdomain 

Developed: Table 6.3-9 3,800 kg 

Mass_Steel_CDSP_1b Mass of steel in CDSP waste 
package DSNF subdomain 

Developed: Table 6.3-9 1,270 kg 

Mass_Steel_CDSP_2 Mass of steel in CDSP waste 
package corrosion products 
domain 

Developed: Table 6.3-9 18,900 kg 

Density_Goethite Density of goethite (FeOOH) Lide 2000 [DIRS 162229], 
pp. 4-66 

4,260 kg m-3 

Density_HFO Density of HFO Towe and Bradley 1967 
[DIRS 155334], p. 386 

3,960 kg m -3 

Density_Cr203 Density of Cr203 Lide 2000 [DIRS 162229], 
pp. 4-54 

5,220 kg m-3 

Density_NiO Density of NiO Lide 2000 [DIRS 162229], 
pp. 4-75 

6,720 kg m3 

Mass_Fract_Fe_CS Mass fraction of iron in carbon 
steel 

ASTM A 516/A 516M-90. 
1991 [DIRS 117138] 

0.98 kg kg-1  

Mass_Fract_Ni_CS Mass fraction of nickel in 
carbon steel 

ASTM A 516/A 516M-90. 
1991 [DIRS 117138] 

0 kg kg-1  

Mass_Fract_Cr_CS Mass fraction of chromium in 
carbon steel 

ASTM A 516/A 516M-90. 
1991 [DIRS 117138] 

0 kg kg-1  

Mass_Fract_Fe_SS Mass fraction of iron in 
stainless steel 

DTN: 
M00003RIB00076.000 
[DIRS 153044]; balance* 

0.65 kg kg -1  

Mass_Fract_Ni_SS Mass fraction of nickel in 
stainless steel 

DTN: 
M00003RIB00076.000 
[DIRS 153044]; average* 

0.12 kg kg-1  

Mass_Fract_Cr_SS Mass fraction of chromium in 
stainless steel 

DTN: 
M00003RIB00076.000 
[DIRS 153044]; average* 

0.17 kg kg-1  
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Table 8.2 -6. Fixed Model Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Name Input Description 
Source or Developed in 

RTA Value 
Atomic_Wt_Fe Atomic weight of iron Weast 1985 [DIRS 

111561], p. B-102 
0.055847 kg mol -1  

Atomic_Wt_Ni Atomic weight of nickel Weast 1985 [DIRS 
111561], p. B-118 

0.05869 kg mol --1  

Atomic_Wt_Cr Atomic weight of chromium Weast 1985 [DIRS 
111561], p. B-88 

0.051996 kg mol -1  

Molec_Wt_Goethite Molecular weight of goethite Lide 2000 [DIRS 162229], 
pp. 4-66 

0.088852 kg mol -1  

Molec_Wt_HFO Molecular weight of HFO See Section 6.3.4.2.3.1 0.088852 kg mol l  
Molec_Wt_NiO Molecular weight of NiO Lide 2000 [DIRS 162229], 

pp. 4-75 
0.074692 kg mol l  

Molec_Wt_Cr203 Molecular weight of Cr2O3 Lide 2000 [DIRS 162229], 
pp. 4-54 

0.151990 kg mol l  

Stoich_Cr_Cr203 Stoichiometric coefficient for 
conversion of Cr to Cr2O3 

Developed: Table 6.5-6 2 mol Cr (mol Cr203) -1  

Stoich_Fe Goethite Stoichiometric coefficient for 
conversion of Fe to goethite 

Developed: Table 6.5-6 1 mol Fe 
(mol goethite) -1  

Stoich_Fe_HFO Stoichiometric coefficient for 
conversion of Fe to HFO 

Developed: Table 6.5-6 1 mol Fe (mol HFO) -1  

Stoich_Ni_NiO Stoichiometric coefficient for 
conversion of Ni to NiO 

Developed: Table 6.5-6 1 mol Ni (mol NiO)-1  

Density_HLWG_Rind Grain density of HLW glass rind DTN: 
M00502ANLGAMR1.016 
ECN1 [DIRS 172830], 
Table 8-1 

2,700 kg m -3  

FHH_Isotherm_k_HLWG FHH adsorption isotherm 
parameter k for HLW glass 

Ebert et al. 1991 [DIRS 
111028], p. 134, Figure 1 b 

3.2 
(dimensionless) 

1.5 
(dimensionless) 

0.17 
(fraction) 

FHH_Isotherm_s_HLWG FHH adsorption isotherm 
parameter s for HLW glass 

Ebert et al. 1991 [DIRS 
111028], p. 134, Figure lb 

Porosity_HLWG_Rind Porosity of HLW glass rind DTN: 
M00502ANLGAMR1.016 
ECN1 [DIRS 172830], 
Table 8-1 

Monolayer_thickness Thickness of monolayer of 
adsorbed water 

Developed: 
Equation 6.3.4.3.2-4 

0.283 nm 

DS_Total_Length Length of drip shield SNL 2007 [DIRS 179354], 
Table 4-2, Parameter 
Number 07-01 

5,805 mm 

Porosity_CP Porosity of corrosion products Developed: 
Section 6.3.4.3.4 

0.4 
(fraction) 

Width_Invert Width of invert Developed: 
Equation 6.5.2.3-1 

4.70 m 

Thick_Invert Average thickness of invert 
(flow and diffusive path length) 

Developed: 
Equation 6.5.2.3-5 

0.934 m 

Vert_Cross_Sect_Areainvert Vertical cross-sectional area of 
invert 

Developed: 
Equation 6.5.2.3-2 

4.39 m2 

Density_Water Water density at 25°C Weast 1985 
[DIRS 111561] 

997.0449 kg m-3 
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Table 8.2 -6. Fixed Model Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Name Input Description 
Source or Developed in 

RTA Value 

Viscosity_Water Water viscosity at 25°C Lide 2000 [DIRS 162229] 0.890 x 10-3  Pa s 
(0.000890 kg nn -1  S-1 ) 

Intergranular_Porosityinvert Porosity of crushed tuff invert 
ballast 

DTN: 
M00703PAHYTHRM.000 
[DIRS 182093] 

0.224 
(fraction) 

Invert_Viscosity_Ref_Temp Reference temperature for 
viscosity giving temperature 
dependence of invert diffusion 
coefficient 

Reference temperature for 
free water diffusion 
coefficient (25°C) 

298.15 K 

Interface_Scale_Factor Scale factor used in numerical 
approximation for computing 
mass flux distribution from 
single-continuum to 
dual-continuum medium 

Developed: 
Section 6.5.2.5 

1 x 104  
(dimensionless) 

Intragranular_Porosity_Invert Porosity of TSw35 tuff rock 
matrix (used in dual-continuum 
invert alternative conceptual 
model) 

DTN: 
M00703PAHYTHRM.000 
[DIRS 182093] 

0.111 
(fraction) 

Fracture_Interface_Area Unsaturated zone fracture 
interface area 

DTN: 
LB0205REVUZPRP.001 
[DIRS 159525], file 
FRACTURE PROPERTY. 
xls, Row 20, Column R 

9.68 m2  rn-3  

Fracture_Residual_Sat Unsaturated zone fracture 
residual saturation 

DTN: 
LB0207REVUZPRP.001 
[DIRS 159526], file 
fa ultprops 2002.xls, 
worksheet "summary," 
Model Layer tswf 

0.01 
(fraction) 

UZ_Matrix_Porosity Unsaturated zone matrix 
porosity Section 6.5.2.6 0.149 

(fraction) 
UZ_Matrix_Density Unsaturated zone dry matrix 

density for TSw35 (stratigraphic 
unit Tptpll) 

DTN: 
SN0404T0503102.011 
[DIRS 169129], file 
ReadMe.doc, Table 7- 10 

1,980 kg 171 -3  

Diff Thick_OB_CDSP Outer barrier thickness for 
CDSP waste package Section 6.5.2.1.1.2 0.0302 m 

Diff_Thick_OB_CSNF Outer barrier thickness for 
CSNF waste package Section 6.5.2.1.2 0.0301 m 

Diff_Area_CSNF_1 Diffusive area of CSNF waste 
form 

Section 6.5.2.1.1.1 12.5 m2  

Diff_Area_CSNF_2 Diffusive area of CSNF 
corrosion products for the path 
excluding the outer barrier 

Section 6.5.2.1.1.2 29.9 m2  

Diff_Area_CSNF_2_Max Maximum diffusive area of 
CSNF corrosion products for 
the path through the outer 
barrier 

Section 6.5.2.1.1.2 33.1 m2  

Diff Area_CDSP_1a Diffusive area of HLWG waste 
form subdomain in codisposal 
waste package 

Section 6.5.2.1.2 13.7 m2  

ANL—WIS—PA-000001 REV 03 
	

8-23 
	

October 2007 



EBS Radionuclide Transport Abstraction 

Table 8.2-6. Fixed Model Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Name Input Description 
Source or Developed in 

RTA Value 
Diff Area_CDSP_1b Diffusive area of DSNF waste 

form subdomain in codisposal 
waste package 

Section 6.5.2.1.2 13.7 m 2  

Diff Area_CDSP_2 Diffusive area of CDSP 
corrosion products for the path 
excluding the outer barrier 

Section 6.5.2.1.2 29.7 m2  

Diff_Area_CDSP_2_Max Maximum diffusive area of 
CDSP corrosion products for 
the path through the outer 
barrier 

Section 6.5.2.1.2 32.6 m2  

Diff Path_Length_CSNF_1 Diffusive path length through 
CSNF waste form domain in 
CSNF waste package 

Section 6.5.2.1.1.1 0.819 m 

Diff_Path_Length_CSNF_2 Diffusive path length through 
corrosion products domain in 
CSNF waste package 

Section 6.5.2.1.1.2 0.0914 m 

Diff_Path_Length_CDSP_2 Diffusive path length through 
corrosion products domain in 
codisposal waste package 

Section 6.5.2.1.2 0.0508 m 

Diff_Path_Length_CDSP_1a Diffusive path length through 
HLWG subdomain in 
codisposal waste package 

Section 6.5.2.1.2 0.941 m 

Diff_Path_Length_CDSP_1b Diffusive path length through 
DSNF waste form subdomain 
in codisposal waste package 

Section 6.5.2.1.2 0.0730 

WP_Total_Length_CSNF Total length of CSNF waste 
package 

Section 6.5.2.1.1.2 5.691 m 

WP_Total_Length_CDSP Total length of CDSP waste 
package 

Section 6.5.2.1.2 5.145 m 

DS_Patch_Area 
Area of a drip shield patch for 
analysis of the flux splitting 
experiments 

Section 6.5.1.1.1 7.214 x 104  mm2  

DS_Total_Width Width of unfolded drip shield Figure 4.1-1 4,880 mm 

Porosity_DSNF DSNF porosity Section 6.5.2.1.2 0.2  (dimensionless) 

7.7 x 10-6  m2  WP_Crack_Area Area of a single crack on the 
waste package Table 6.3-3 

Xlength_1 Width of cells to the left and 
right of the middle cells Section 6.5.2.6 5.5 m 

Z_length_1 Depth of first layer of 
matrix-fracture cells Section 6.5.2.6 1.0274 m 

Z_length_2 Depth of second layer of 
matrix-fracture cells Section 6.5.2.6 2.0548 m 

Ziength_3 Depth of third layer of 
matrix-fracture cells Section 6.5.2.6 5 m 

Ziength_4 Depth of fourth layer of 
matrix-fracture cells Section 6.5.2.6 10 m 
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Table 8.2 -6. Fixed Model Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Name Input Description 
Source or Developed in 

RTA Value 
Diff_Free_Am Free water diffusion coefficient 

for Am 
DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

9.49 x 10-19 m2 s -1 

Diff_Free_C Free water diffusion coefficient 
for C 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

1.18 x 10-9 m2 s -1 

Diff_Free_CI Free water diffusion coefficient 
for CI 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

2.03 x 10-9 m2  s' 

Diff_Free_Cm Free water diffusion coefficient 
for Cm; not transported in EBS 

Section 6.3.4 0.0 m2  s 1  

Diff Free_Cs Free water diffusion coefficient 
for Cs 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

2.06 x 10 -9  m2  s -1  

Diff_Free_I Free water diffusion coefficient 
for I 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

2.05 x le m2 s'  

Diff Free_Np Free water diffusion coefficient 
for Np 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

6.18 x 10-19  m2  s1  

Diff_Free_Pa Free water diffusion coefficient 
for Pa 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

6.04 x 10-10  m2  S-1  

Diff_Free_Pu Free water diffusion coefficient 
for Pu 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

1.30 x 10-9 m2 s -1 

Diff Free_Pu241 Free water diffusion coefficient 
for 241 Pu; not transported in 
EBS 

Section 6.3.4 0.01112  5 1  

Diff_Free_Ra Free water diffusion coefficient 
for Ra 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

8.89 x 10 -10  m2  s1  

Diff_Free_Se Free water diffusion coefficient 
for Se 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

1.04 x 10-9  m2  s 1  

Diff_Free_Sn Free water diffusion coefficient 
for Sn 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

1.55 x 10-9 m2 s -1 
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EBS Radionuclide Transport Abstraction 

Table 8.2 -6. Fixed Model Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Name Input Description 
Source or Developed in 

RTA Value 

Diff Free_Sr Free water diffusion coefficient 
for Sr 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

7.91 x 10-10 m2 s -1 

Diff_Free_Tc Free water diffusion coefficient 
for Tc 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

1.95 x 10-9 m2 s-i 

Diff_Free_Th Free water diffusion coefficient 
for Th 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

5.97 x 10- 10 m2 
S

-1 

Diff_Free_U Free water diffusion coefficient 
for U 

DTN: 
LB0702PAUZMTDF.001 
[DIRS 180776], file 
Readme.doc, Table 8 

6.64 x 10 10  m2  s'  

* Computed using average mass fractions of components for which a range is specified; rounded to two digits. 

Output DTN: SNO703PAEBSRTA.001 

Table 8.2-7. Impact Assessment of Using Preliminary Design Data and Preliminary Calculated Model 
Inputs Based on Design Data in the EBS Radionuclide Transport Abstraction 

Input Name Input Description 

Preliminary 
Value, Used 
in the TSPA 

Final Design 
Value 

Relative 
Difference a  
and Impact 

Frac_CS_CDSP_1a Fraction of total steel mass 
in codisposal waste package 
HLWG waste form 
subdomain that is carbon 
steel 

0 
(fraction) 

0 
(fraction) 

Identical; no 
impact 

Frac_CS_CDSP_1b Fraction of total steel mass 
in codisposal waste package 
DSNF waste form 
subdomain that is carbon 
steel 

0.25 
(fraction) 

0.25 
(fraction) 

Identical; no 
impact 

Frac_CS_CDSP_2 Fraction of total steel mass 
in codisposal waste package 
corrosion products domain 
that is carbon steel 

0.31 
(fraction) 

0.31 
(fraction) 

Identical; no 
impact 

Frac_CS_CSNF_1 Fraction of total steel mass 
in CSNF waste package 
waste form domain that is 
carbon steel 

0 
(fraction) 

0 
(fraction) 

Identical; no 
impact 

Frac_CS_CSNF_2 Fraction of total steel mass 
in CSNF waste package 
corrosion products domain 
that is carbon steel 

0 
(fraction) 

0 
(fraction) 

Identical; no 
impact 
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EBS Radionuclide Transport Abstraction 

Table 8.2-7. Impact Assessment of Using Preliminary Design Data and Preliminary Calculated Model 
Inputs Based on Design Data in the EBS Radionuclide Transport Abstraction 
(Continued) 

Input Name Input Description 

Preliminary 
Value, Used 
in the TSPA 

Final Design 
Value 

Relative 
Difference a  
and Impact 

Max_Thick_CS_CSNF_1 Maximum thickness of 
carbon steel waste package 
internal components in 
CSNF waste package waste 
form domain 

0 mm 0 mm Identical; no 
impact 

Max_Thick_CS_CSNF_2 Maximum thickness of 
carbon steel waste package 
internal components in 
CSNF waste package 
corrosion products domain 

0 mm 0 mm Identical; no 
impact 

Max_Thick_CS_CDSP_1a Maximum thickness of 
carbon steel waste package 
internal components in 
CDSP waste package HLW 
glass subdomain 

0 mm 0 mm Identical; no 
impact 

Max_Thick_CS_CDSP_1b Maximum thickness of 
carbon steel waste package 
internal components in 
CDSP waste package DSNF 
subdomain 

6.35 mm 6.35 mm Identical; no 
impact 

Max_Thick_CS_CDSP_2 Maximum thickness of 
carbon steel waste package 
internal components in 
CDSP waste package 
corrosion products domain 

31.75 mm 31.75 mm Identical; no 
impact 

Max_Thick_SS_CSNF_1 Maximum thickness of 
stainless steel waste 
package internal 
components in CSNF waste 
package waste form domain 

11.11 mm 11.11 mm Identical; no 
impact 

Max_Thick_SS_CSNF_2 Maximum thickness of 
stainless steel waste 
package internal 
components in CSNF waste 
package corrosion products 
domain 

50.8 mm 50.8 mm Identical; no 
impact 

Max_Thick_SS_CDSP_1a Maximum thickness of 
stainless steel waste 
package internal 
components in CDSP waste 
package HLW glass 
subdomain 

10.5 mm 10.5 mm Identical; no 
impact 

Max_Thick_SS_CDSP_1 b Maximum thickness of 
stainless steel waste 
package internal 
components in CDSP waste 
package DSNF subdomain 

9.525 mm 9.525 mm Identical; no 
impact 
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Table 8.2-7. Impact Assessment of Using Preliminary Design Data and Preliminary Calculated Model 
Inputs Based on Design Data in the EBS Radionuclide Transport Abstraction 
(Continued) 

Input Name Input Description 

Preliminary 
Value, Used 
in the TSPA 

Final Design 
Value 

Relative 
Difference a  
and Impact 

Max_Thick_SS_CDSP_2 Maximum thickness of 
stainless steel waste 
package internal 
components in CDSP waste 
package corrosion products 
domain 

50.8 mm 50.8 mm Identical; no 
impact 

Mass_Steel_CSNF_1 Mass of steel in CSNF 
waste package waste form 
domain CSNF-1 

9,980 kg 9,990 kg 0.1 % 
Negligible 
impact 

Mass_Steel_CSNF_2 Mass of steel in CSNF 
waste package corrosion 
products domain CSNF-2 

24,700 kg 24,600 kg -0.4 % 
Negligible 
impact 

Mass_Steel_CDSP_la Mass of steel in CDSP 
waste package waste form 
domain CDSP-la 

3,800 kg 3,780 kg -0.5 % 
Negligible 
impact 

Mass_Steel_CDSP_1b Mass of steel in CDSP 
waste package waste form 
domain CDSP-1 b 

1,270 kg 1,280 kg 0.8 % 
Negligible 
impact 

Mass_Steel_CDSP_2 Mass of steel in CDSP 
waste package corrosion 
products domain CDSP-2 

18,900 kg 18,900 kg Identical; no 
impact 

Width_Invert Width of invert 4.70 m 4.70 m Identical; no 
impact 

Thick_Invert Average thickness of invert 
(flow and diffusive path 
length) 

0.934 m 0.934 m Identical; no 
impact 

Vert_Cross_Sect_Area_Invert Vertical cross-sectional area 
of invert 

4.39 m 2  4.39 m2  Identical; no 
impact 

Diff_Thick_OB_CDSP Outer barrier thickness for 
CDSP waste package 0.0302 m 0.0302 m Identical; no 

impact 
Diff Thick_OB_CSNF Outer barrier thickness for 

CSNF waste package 0.0301 m 0.0301 m Identical; no 
impact 

Diff_Area_CSNF_1 Diffusive area of CSNF 
waste form 

12.5 m2 12.5 m2  Identical; no 
impact 

Diff_Area_CSNF_2 Diffusive area of CSNF 
corrosion products for the 
path excluding the outer 
barrier 

29.9 m2  29.9 m2  Identical; no 
impact 

Diff_Area_CSNF_2_Max Maximum diffusive area of 
CSNF corrosion products for 
the path through the outer 
barrier 

33.1 m2 33.1 m2 Identical; no 
impact 

Diff_Area_CDSP_1a Diffusive area of HLWG 
waste form subdomain in 
codisposal waste package 

13.7 m2 13.7 m2 Identical; no 
impact 

Diff_Area_CDSP_1b Diffusive area of DSNF 
waste form subdomain in 
codisposal waste package 

13.7 m2 13.7 m2 Identical; no 
impact 
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EBS Radionuclide Transport Abstraction 

Table 8.2-7. Impact Assessment of Using Preliminary Design Data and Preliminary Calculated Model 
Inputs Based on Design Data in the EBS Radionuclide Transport Abstraction 
(Continued) 

Input Name Input Description 

Preliminary 
Value, Used 
in the TSPA 

Final Design 
Value 

Relative 
Difference a  
and Impact 

Diff_Area_CDSP_2 Diffusive area of CDSP 
corrosion products for the 
path excluding the outer 
barrier 

29.7 m2  28.9 m2  -2.8 
Negligible 
impact; 
overestimates 
diffusive 
releases 

Diff_Area_CDSP_2_Max Maximum diffusive area of 
CDSP corrosion products for 
the path through the outer 
barrier 

32.6 m2 32.6 m2  Identical; no 
impact 

Diff_Path_Length_CSNF_1 Diffusive path length through 
CSNF waste form domain in 
CSNF waste package 

0.819 m 0.819 m Identical; no 
impact 

Diff_Path_Length_CSNF_2 Diffusive path length through 
corrosion products domain 
in CSNF waste package 

0.0914 m 0.0914 m Identical; no 
impact 

Diff_Path_Length_CDSP_2 Diffusive path length through 
corrosion products domain 
in codisposal waste package 

0.0508 m 0.0508 m Identical; no 
impact 

Diff_Path_Length_CDSP_1a Diffusive path length through 
HLWG subdomain in 
codisposal waste package 

0.941 m 0.941 m Identical; no 
impact 

Diff_Path_Length_CDSP_1b Diffusive path length through 
DSNF waste form 
subdomain in codisposal 
waste package  

0.0730 0.0730 Identical; no 
impact 

WP_Total_Length_CSNF Total length of CSNF waste 
package 

5.691 m 5.691 m Identical; no 
impact 

WP_Total_Length_CDSP Total length of CDSP waste 
package 

5.145 m 5.145 m Identical; no 
impact 

a  Relative difference (%) = 100 x (Final — Preliminary)/Final. 

Output DTN: SNO703PAEBSRTA.001, file Preliminary Design Impact Assessment.doc 
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EBS Radionuclide Transport Abstraction 

Table 8.2-8. Model Equation Inputs Used in the EBS Radionuclide Transport Abstraction 

Input Description 
Input Equation and 

Parameter Description 
Equation 8-1 5 1.863 1 o ND(p=0.033,a=0.218) 

SSwDDii  il =  fe"ff'i°ecI t.8iv6e3  invert diffusion coefficient (m 2  s-1 ) 

D 	free water diffusion coefficient (m2 s_1 )  

0 	= invert bulk porosity (fraction) 

S„, 	= invert water saturation (fraction) 

ND = truncated normal distribution (±3 standard deviations from the mean) 
11 	= mean 

CS 	= standard deviation 

(Di, is an effective value that includes the effects of tortuosity.) 

Invert diffusion 
coefficient 
(Equation 6.3.4.1.1-22) 

Equation 8-2 

DT = DT —T 10 
0  T o 

DT 	= diffusion 

DT° 	= diffusion 

T 	= temperature 

To 	= reference 

Temperature 
modification for diffusion 
coefficient 

(Equation 6.3.4.1.2-4) 

[1.3272(293.154.0 )-o.00los3M-293.15)2  1 
T0 -168.15 

coefficient at temperature T 

coefficient at temperature To  

(K); valid range: 293.15 

temperature (K) (Invert_Viscosity_Ref_Temp) 

[1.3272(293.15-0-0.001053V-293.15Y 
T-168.15 

(m2  s-1 ) 

(m2  s-1 ) 

K < T 	373.15 K 

Equation 8-3 
_ 

ua 

s 

— k 
__ 1 

s 

number of monolayers of water adsorbed on the surface 

[dimensionless] 
relative humidity [fraction] 
empirical FHH isotherm fitting parameter [dimensionless] 
(FHH_Isotherrn_k_Rind, FHH_Isotherm_k_HLWG, or 
FHH_Isotherm_k_CP) 

empirical FHH isotherm fitting parameter [dimensionless] 
(FHH_Isotherrn_s_Rind, FHHIsotherm_s_HLWG, or 
FHH Isotherm s CP) 

Number of monolayers 
of water vapor adsorbed In(RH) _. 

Oa 	= 

RH 	= 
k 	= 

= 

onto surfaces of SNF or 
HLWG degradation rind 
or corrosion products 

(Equation 6.3.4.3.2-31 
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EBS Radionuclide Transport Abstraction 

Table 8.2 -8. Model Equation Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Description 
Input Equation and 

Parameter Description 

Equation 8-4 1000 t max,CS,n 
t 

,, 	 r 	 M CPm 	 t 	tt 

Mass of corrosion 
products 

(Equations 6.5.2.2.1-1 
to 6.5.2.2.1-4) 

LCS,n = 2rcs 

1000 1 max ,SS , n 
t LSS,n = 2rss  

mcpm,cs,n (t) 

( t l = mCPm,SS,n k / 

MCP,n = E (MCPm,CS,n 
CPm 

t LCS,n 	= 

t LSS,n 	= 

rcs 	= 

rss 	= 

tmax,CS,n 	= 

tmax,SS,n 	= 

mCPm,n,CS = 

mCPm,n,SS = 

mCPn 	= 

t 	= 

t — to  j ( 

t LCS,n 

fCS fGHFOCDCS,m 

\ 
1 — 1 

o  

J 	 Ms,n, 	— 0 	LCS,n 
a CPmM m 

cs J GHFOCtICS,m 

M CPm Ms,n 5 	 1 — 1 	> t 0 	LCS,n 
aCPm Mm 

ii 	r  \ r 	 M CPm 	m t — t 	t 
\ tLSS,n j 

01 — fCS 

+ 

lifetime of 

lifetime of 

rate of corrosion 

rate of corrosion 

maximum 

maximum 

(Max_Thick_SS) 

mass of 

carbon steel 

mass of 

total mass 

time since 

	

V- — Jcs )./ GllFocpss . 	—s n , 	0 	LSS,n ' 	aCPm Mm 	' 

	

MCPm 	 t — )fGHFOWSS,m 
	

m 	 t 
—s n, 	 0 > t LSS,n 

a CPm M m 	' 

MCPm,SS,n) 

carbon steel in domain n [yr] 

stainless steel in domain n [yr] 

of carbon steel [1.1M yr-1] (CS_Corrosion_Rate) 

of stainless steel [µm yr-1 1 (SS_Corrosion_Rate) 

thickness of carbon steel in domain n [m] (Max_Thick_CS) 

thickness of stainless steel in domain n [m] 

corrosion products CPm in domain n from corrosion of 

[kg] 

CPm in domain n from corrosion of stainless steel [kg] 

of corrosion products in domain n [kg] 

waste package emplacement [yr] 
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EBS Radionuclide Transport Abstraction 

Table 8.2 -8. Model Equation Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Description 
Input Equation and 

Parameter Description 
Equation 8-4  to 	= time 

fCS,n 	= fraction 

m s,n 	= total 

fGHFO 	= 

COG = mass 

cocs,m 	= mass 

Wss,m 	= mass 

M. 	= atomic 

M cp. 	= molecular 

a chn 	= stoichiometric 

stainless 

moll 

from 

of waste package breach [yr] 

of carbon steel in steel mass in domain n (remainder is 

steel) [dimensionless] 

mass of steel in domain n [kg] 

COG, 	for goethite 
(1 — coG ), for HFO 
1.0, 	for NiO and Cr20 3  

fraction of goethite in iron corrosion products [dimensionless] 

fraction of metal m in carbon steel [dimensionless] 

fraction of metal m in stainless steel [dimensionless] 

weight of metal m [kg moll 

weight of corrosion products from corrosion of metal m [kg 

coefficient for conversion of metal m to corrosion products 
corrosion of metal m [mol in mold  CPm] 

Mass of corrosion 
products 

(Equations 6.5.2.2.1-1 
to 6.5.2.2.1-4) 
(Continued) 

Equation 8-5  
Swe,CPm,n (RII) = min 

S we,CPm,n = effective 

RH 	= relative 

tf 	= thickness 

pcp, 	= density 

Scpm,„ 	= specific 
(m2 kg ) 

OCP 	= porosity 

°CPn 	= number 

products 

t f pCPm CPm,n 

water saturation 

humidity (fraction) 

of monolayer 

of corrosion product 

surface area of 

of corrosion products 

of monolayers 

i 
1  — 0cP 

- 

eCP,n (RII),1.o 

- 
products 

(Thick_Water) 

[kg m-3] 

products CPm in 

void ITI-3  bulk vol.] 

on the surface 

domain n 

(Porosity_CP) 

of corrosion 

Effective water 
saturation of corrosion 
products 
(Equation 6.5.2.2.1-6) 

in domain n [dimensionless] 

\, 	OCP 	/ 

of corrosion 

of water [m] 

CPm 

corrosion 

[m3  

of water adsorbed 

Equation 8-6  
V 

(,)1( 
(# \ = [mCPm,CS,n(t) ±  mCPm,SS,n k.  /J 

A  
'PCP 

in domain n [m3] 

[yr] 

n from corrosion of 

n from corrosion of 

m-3] 

Pore volume in each 
type of corrosion 
product in each domain 
(Equation 6.5.2.2.1-7) 

0,CPm,n V / 
PCPm 

11b,CPm,n 	= pore volume of corrosion product 

t 	= time since waste package emplacement 

mCPm,n,CS= mass of corrosion products 

carbon steel [kg] 

mCPm,n,SS = mass of corrosion products 

stainless steel [kg] 

Pcpm 	= density of corrosion product 

\, 1—  OCP ) 

CPm 

CPm in domain 

CPm in domain 

CPm [kg 
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EBS Radionuclide Transport Abstraction 

Table 8.2 -8. Model Equation Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Description 
Input Equation and 

Parameter Description 

OCP 	= porosity of corrosion products [m 3  void rn-3  bulk vol.] (Porosity_CP) 

Equation 8-7 
V 	

t, l = 
0,cp, ,,kt ) 

V 0,cp, ,, 

t 

mCPm,n,CS 

mCPm,n,SS 

PCPm 

OCP 

Ocp E 

steel 

of 

of 

i \-1- 
Emcpm,cs,„ (t) + mcp„,,ss,„ V1.1 

_ 
domain n [m3] 

n from corrosion of 

n from corrosion of 

bulk vol.] (Porosity_CP) 

Total pore volume in 
each domain 

(Equation 6.5.2.2.1-8) 

1 — Oa,  /CPm 

= total pore 

= time since 

= mass 

carbon 

= mass 

stainless 

= density 

= porosity 

of corrosion 

of corrosion 

steel 

PCPm 

volume of corrosion products in 

waste package emplacement [yr] 

products CPm in domain 

[kg] 

products CPm in domain 

[kg] 

corrosion product CPm [kg m-3] 

corrosion products [m 3  void rTI-3  

Equation 8-8  
V 	(t) = 

VCP,n 

I 

mCPm,n,CS 

mCPm,n,SS 

PCPm 

OCP 

/ 
1  [ 

steel 

of 

of 

[mcp„,, CS ,n (0 ± M 	, SS,n (t)]- 

domain n [m3] 

n from corrosion of 

n from corrosion of 

bulk vol.] (Porosity_CP) 

Total bulk volume of 
corrosion products in 
each domain 
(Equation 6.5.2.2.1-8) 

.1 	 A 	
jE 

\, 1  — 'PCP 	CPm 

= total bulk 

= time since 

= mass 

carbon 

= mass 

stainless 

= density 

= porosity 

volume 

of corrosion 

of corrosion 

steel 

PCPmCPm _ 
of corrosion products in 

waste package emplacement [yr] 

products CPm in domain 

[kg] 

products CPm in domain 

[kg] 

corrosion product CPm [kg m-3] 

corrosion products [m3  void rn-3  

Equation 8-9  V 	(RH, t)= w,CPm,n 	Vo,cpm ,n (I)Swe,CPm,n (R11 ) 

Vw,CPm,n 	= water volume in corrosion products CPm in domain n [m3] 

RH 	= relative humidity (fraction) 
t 	= time since waste package emplacement [yr] 

Vo,cpm,n 	= pore volume of corrosion product CPm in domain n [m 3] 

S we,CPm,n = effective water saturation of corrosion products 

Water volume in each 
corrosion product in 
each domain 

(Equation 6.5.2.2.1-10) 

Equation 8-10  
Vw,cp,n (RH) t) = E kw,cp.,„ (RH,  1 )] 

CPm 

V 	 ] w,CP,n 	= total water volume in corrosion products in domain n [m3  

RH 	= relative humidity (fraction) 
t 	= time since waste package emplacement [yr] 

Vw,CPm,n 	= water volume in corrosion products CPm in domain n [m3] 

Total water volume in 
corrosion products 
domains 

(Equation 6.5.2.2.1-11) 
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EBS Radionuclide Transport Abstraction 

Table 8.2-8. Model Equation Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Description 
Input Equation and 

Parameter Description 
Equation 8-11 

we,CP,n 
( 	 ) 	m 

S  we,CP,n 	= effective 

S „,e,cpm,n  = effective 

VWCPn 	= total 

V0 cP , 	= total , 

of 

of 

,1.0 

corrosion products domain n 

corrosion products CPm in domain n 

products in domain n [m3] 

products in domain n [m3] 

Water saturation in 
corrosion products 
domains 

(Equation 6.5.2.2.1-12) 
[dimensionless] 

[dimensionless] 

Vw ,CP ,n (R

,

II, t) 

V0CPn(t) 

 

water saturation 

water saturation 

water volume in corrosion 

pore volume of corrosion 

Equation 8-12  
S 	(RH) = min we,r ,n 

S  we,r,n 	= effective 

RH 	= relative 

tf 	= thickness 

pr 	= density 

'3  r,n 	= specific 

Or 	= porosity 

Or, ,, 	= number 

[dimensionless] 

(Porosity_Rind_CSNF 

degradation 

t p .V . f 	r 	r,n 

water 

humidity 

of SNF 

surface 

of SNF 

r 
 1-Or 

\ 

Or n (RII), 1.0 
 ' 

of SNF degradation 

of water [m] (Thick_Water) 

rind [kg m -3] 

SNF degradation 

rind [m 3  void 

Porosity_DSNF) 

of water adsorbed 

n [dimensionless] 

or 

rind in domain n 

rind in domain n (m2  kg -1 ) 

m -3  bulk vol.] 

on the surface of SNF 

Effective water 
saturation of SNF 
degradation rind 

(Equation 6.5.2.2.2-1) 

of monolayer 

of monolayers 

rind 

O r 
saturation 

(fraction) 

degradation 

area of 

degradation 

in domain 

Equa tion 8-13 
VO,csNF (t ) = Orindvrind ,CSNF (0 + VO,CP ,CSNF (0 

V 0,csNF 	= total pore volume in SNF domain (CSNF or DSNF) containing 

corrosion products [m3] 
t 	= time since waste package emplacement [yr] 

Orind 	= porosity of SNF degradation rind [m 3  void m -3  bulk vol.] 

(Porosity_Rind_CSNF or Porosity_DSNF) 

V ind ,CSNF = total pore volume of SNF degradation rind in SNF domain (CSNF or r  

DSNF) [m 3] 

V0,CP,CSNF 	= total pore volume of corrosion products in SNF domain (CSNF or 

DSNF) containing corrosion products [m 3] 

Total pore volume in 
SNF domain containing 
corrosion products 

(Equation 6.5.2.2.2-5) 
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Table 8.2 -8. Model Equation Inputs Used in the EBS Radionuclide Transport Abstraction (Continued) 

Input Description 
Input Equation and 

Parameter Description 

Equation 8-14 V 	(t) ,,CSNF 
OCSNF(t) = Effective porosity of 

SNF domain containing 
corrosion products 

(Equation 6.5.2.2.2-6) 

Vrind ,CSNF (t) + VCP,CSNF (t ) 

CSNF 	= porosity of SNF domain [m void 111-3  bulk vol.] 

t 	= time since waste package emplacement [yr] 

V0,csNF 	= total pore volume in SNF domain (CSNF or DSNF) containing 

corrosion products [m3] 

V rind ,CSNF = total pore volume of SNF degradation rind in SNF domain (CSNF or 

DSNF) [m3] 

V CP ,CSNF = total bulk volume of SNF degradation rind in SNF domain (CSNF or 

DSNF) [m3] 

Equation 8-15 kT 
D Colloid diffusion 

coefficient 

(Equation 6.3.4.4-1) 

col! = , 
ogilwdcou 

Dcoll 	= diffusion coefficient for a colloid particle of diameter dc011  (m2  s') 

k 	= Boltzmann constant (1.3806503 x 1 0.23  J K-1 ; Lide 2000 [DIRS 
162229], p. 1-8) 

T 	= absolute temperature of waste form, corrosion products, or invert (K) 

gi, 	= viscosity of water at temperature T (Pa s) 

c1,011 	= diameter of the colloid particle (m) (Diameter_Colloid_a) 

Equation 8-16 
A 	_ 	71"Cr  YS _DS A  c 

Total SCC opening 
area resulting from 
seismic damage 

(Equations 6.3.3.2.4-7
and 6.3.3.2.4-7) 

	

DS _SCC — 	 SD DS . N I3 EDS 

A 	— 	
2T0- 

-WP  A C /ZS  WP SCC — 	 SD WP 
AI 3 Ewp  

ADS SCC 	= total SCC opening area per drip shield [m 2] 

AWP SCC 	= total SCC opening area per waste package [m 2] 

C 	= uncertainty factor [dimensionless] 

a YS DS ' C r  YS WP 	= 	yield strength [Pa] 

E  DS 9 EWP 	= modulus of elasticity [Pa] 

Output DTN: SNO703PAEBSRTA.001 
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Input parameters for the dual-continuum invert alternative conceptual model are listed in 
Table 8.2-9. Equations for calculating the intergranular and intragranular diffusion coefficients 
are listed in Table 8.2-10. 

Table 8.2-9. Invert Diffusion Coefficient Alternative Conceptual Model Parameters 

Input Name Input Description 
Where Developed in 

RTA Value 

Invert_Geometry_Coef Dimensionless geometry- 
dependent coefficient for 
intergranular-intragranular mass 
transfer coefficient 

Section 6.6.3.1 8 - 21 
(dimensionless) 

Uniform 

Diff_Length_Inv_Inter_Intra Characteristic length of the 
matrix structure 

Section 6.6.3.1 5 mm 

Crit_Moisture_Content_Intra Critical moisture content of invert 
intragranular continuum 

Section 6.6.4.1 0.089 
(fraction) 

Crit_Moisture_Content_Inter Critical moisture content of invert 
intergranular continuum 

Section 6.6.4.1 0.00932 — 0.0612 

Uniform 

Diff_Threshold_Invert Threshold value of diffusion 
coefficient in intragranular invert 
continuum 

Section 6.6.4.2 1 x 10-16  m2  s-1  

Sat_Diff_Coeff_Matrix Diffusion coefficient in saturated 
UZ matrix 

Section 6.6.4.2 9.24 x 10-11  m2  s' 

Table 8.2-10. Model Equation Inputs Used in the EBS Radionuclide Transport Abstraction Invert Diffusion 
Coefficient Alternative Conceptual Model 

Input Description 
Input Equation and 

Parameter Description 
Equation 8-17 
Invert intergranular 
continuum diffusion 
coefficient 

Dinter = 0.45E00
( 0 	y 0_0, ) O 	BC  

1004413 , inter A10001  — Oc 

(Equation 6.6.4.2-3) Dinter = Dlimit, 	 0 < Oc  
Do  = free water diffusion coefficient (m2 s-1 )  

Dinter = invert intergranular continuum diffusion coefficient (m2  s1) 

0/ = Ointer + 0- 	Ointer)Ointra = bulk porosity of invert (fraction) 

Ointer = invert intergranular continuum porosity (fraction) 

(Intergranular_Porosity_Invert) 

Ointra = invert intragranular continuum porosity (fraction) 

(Intragranular_Porosity_Invert) 

0 = invert bulk moisture content (percent) 

Oc  = invert intergranular continuum critical moisture content (percent) 

(Crit_Moisture_Content_Inter) 
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Table 8.2-10. Model Equation Inputs Used in the EBS Radionuclide Transport Abstraction Invert Diffusion 
Coefficient Alternative Conceptual Model (Continued) 

Input Description 
Input Equation and 

Parameter Description 

Equation 8-18 

Dintra = D. 

D infra = D 

D infra 

Dm, 
Diuni, 

°infra 

Ointra 

13  

Amin  

limit 

= 

= 
= 

( 	9  infra 

1006 

 n 

' 	° infra 	0min 

°infra < emit? 

continuum diffusion coefficient (m2 s-1) 

diffusion coefficient (m 2  s-1 ) (Sat_Diff Coeff_Matrix) 

of diffusion coefficient in intragranular invert continuum 

continuum moisture content (percent) 

continuum porosity (fraction) 

– login D ms  

s-1 ) (Diff_Threshold_Invert) 

Invert intragranular 
continuum diffusion 
coefficient 

(Equations 6.6.4.2-5 
and 6.6.4.2-6) 

(m2  

= invert 

= invert 

(Intragranular_Porosity_Invert) 

 
a . infra 

, 
invert intragranular 

tuff matrix saturated 

threshold value 

intragranular 

intragranular 

login Dthni, 
= 

0 ni . in –log, 0  , intra 

content of invert intragranular continuum (percent) 

login 

= critical 

(Crit_Moisture_Content_Intra) 

1 ( 00 
6  j 

moisture 

8.3 EVALUATION OF YUCCA MOUNTAIN REVIEW PLAN CRITERIA 

This model report documents the abstraction model for the flow of liquid and transport of 
radionuclides through the EBS. This section provides responses to Yucca Mountain Review 
Plan, Final Report (NRC 2003 [DIRS 163274]) acceptance criteria applicable to this model 
report. Being conceptual in nature, it is not possible to evaluate quantitatively many of the Yucca 
Mountain Review Plan, Final Report (NRC 2003 [DIRS 163274]) acceptance criteria in 
Sections 4.2.1 and 4.2.2. 

The relevance of this model report to Yucca Mountain Review Plan, Final Report (NRC 2003 
[DIRS 163274], Section 2.2.1.3.3) criteria for "Quantity and Chemistry of Water Contacting 
Engineered Barriers and Waste Forms," which are based on meeting the requirements 
of 10 CFR 63.114(a)–(c) and (e)–(g) [DIRS 178394], is as follows: 

Acceptance Criterion 1—System Description and Model Integration are Adequate. 

(1) Total system performance assessment adequately incorporates important design 
features, physical phenomena, and couplings, and uses consistent and appropriate 
assumptions throughout the quantity and chemistry of water contacting engineered 
barriers and waste forms abstraction process. 
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Response: The EBS radionuclide transport abstraction incorporates important design features, 
physical phenomena, and couplings, and uses consistent assumptions throughout the evaluation 
of the quantity of water contacting engineered barriers and waste forms. Sections 6.3.2 and 6.3.3 
describe the conceptual model for water flux through the EBS. Section 6.5.1 describes the 
mathematical description of the EBS flow model. These sections provide information on 
seepage, effectiveness of the EBS components and mechanisms for breach or failure of the drip 
shield and waste package. Important general technical information related to water flow through 
the EBS can also be found throughout Section 6. This criterion was addressed satisfactorily. 

(2) The abstraction of the quantity and chemistry of water contacting engineered barriers 
and waste forms uses assumptions, technical bases, data, and models, that are 
appropriate and consistent with other related U.S. Department of Energy abstractions. 
For example, the assumptions used for the quantity and chemistry of water contacting 
engineered barriers and waste forms are consistent with the abstractions of 
"Degradation of Engineered Barriers" (NRC 2003 [DIRS 163274], Section 2.2.1.3.1); 
"Mechanical Disruption of Engineered Barriers" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.2); "Radionuclide Release Rates and Solubility Limits" 
(Section 2.2.1.3.4); "Climate and Infiltration" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.5); and "Flow Paths in the Unsaturated Zone" (NRC 2003 
[DIRS 163274], Section 2.2.1.3.6). The descriptions and technical bases provide 
transparent and traceable support for the abstraction of quantity and chemistry of water 
contacting engineered barriers and waste forms. 

Response: The EBS radionuclide transport abstraction uses assumptions, technical bases, data, 
and models that are consistent with other related U.S. Department of Energy abstractions. 
Sections 6.3.2, 6.3.3, and 6.5.1 of this model report, provide descriptions and technical bases to 
support the quantity-related portion of the abstraction of quantity and chemistry of water 
contacting engineered barriers and waste forms. Section 5 provides assumptions that are relevant 
to the EBS flow model. This criterion was addressed satisfactorily. 

(3) Important design features, such as waste package design and material selection, drip 
shield, ground support, thermal loading strategy, and degradation processes, are 
considered during the determination of initial and boundary conditions for calculations 
of the quantity of water contacting engineered barriers and waste forms. 

Response: Sections 6.3 and 6.5 provide the technical bases and details of model features for the 
EBS flow model. Section 6.3.2 describes drip shield design, effectiveness and breaching. 
Section 6.3.3 describes waste package design, breaching and impact of heat generation. 
Sections 6.3.3 and 6.5.2 provide invert model features. This criterion was addressed 
satisfactorily. 

(4) The U.S. Department of Energy reasonably accounts for the range of environmental 
conditions expected inside breached waste packages and in the engineered barrier 
environment surrounding the waste package. For example, the U.S. Department of 
Energy should provide a description and sufficient technical bases for its abstraction of 
changes in hydrologic properties in the near field, caused by coupled 
thermal-hydrologic mechanical-chemical processes. 
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Response: Spatial and temporal abstractions address physical couplings (thermal-hydrologic 
mechanical-chemical). Sections 6.3 and 6.5 provide descriptions of coupled effects for the flow 
model. These effects include heat generation inside the waste package and condensation on the 
drip shield surface. The seepage and imbibition fluxes are also the product of coupled 
thermal-hydrologic mechanical-chemical processes. This criterion was addressed satisfactorily. 

(5) Sufficient technical bases and justification are provided for the total system 
performance assessment assumptions and approximations for modeling coupled 
thermal-hydrologic-mechanical-chemical effects on seepage and flow, the waste 
package chemical environment, and the chemical environment for radionuclide 
release. The effects of distribution of flow on the amount of water contacting the 
engineered barriers and waste forms are consistently addressed, in all relevant 
abstractions. 

Response: The technical bases and justification are provided for TSPA assumptions and 
approximations for modeling coupled thermal-hydrologic mechanical-chemical effects on flow 
and radionuclide release throughout Sections 5 and 6. The effects of distribution of flow on the 
amount of water contacting the engineered barriers and waste forms are consistently addressed in 
Sections 6.3 and 6.5. This criterion was addressed satisfactorily. 

(6) The expected ranges of environmental conditions within the waste package 
emplacement drifts, inside of breached waste packages, and contacting the waste 
forms and their evolution with time are identified. 

Response: These are provided in Sections 6.3, 6.5 and 6.7. Examples include the effects of the 
drip shield on the quantity of water (Sections 6.3.2 and 6.5.1); conditions that promote corrosion 
of engineered barriers and degradation of waste forms (Sections 6.3 and 6.5); wet and dry cycles; 
and size and distribution of penetrations of engineered barriers. This criterion was addressed 
satisfactorily. 

(7) The model abstraction for quantity and chemistry of water contacting engineered 
barriers and waste forms is consistent with the detailed information on engineered 
barrier design and other engineered features. 	For example, consistency is 
demonstrated for: (i) dimensionality of the abstractions; (ii) various design features 
and site characteristics; and (iii) alternative conceptual approaches. Analyses are 
adequate to demonstrate that no deleterious effects are caused by design or site 
features that the U.S. Department of Energy does not take into account in 
this abstraction. 

Response: The EBS radionuclide transport abstraction is consistent with detailed information on 
engineered barrier design and other engineered features. Analysis discussions in Section 6 
demonstrate that no deleterious effects are caused by design or site features that are not taken 
into account in this abstraction. Section 6.7 provides a summary discussion on the capability of 
the engineered barriers. This criterion was addressed satisfactorily. 

(8) Adequate technical bases are provided, including activities such as independent 
modeling, laboratory or field data, or sensitivity studies, for inclusion 
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of any thermal-hydrologic-mechanical-chemical couplings and features, events, 
and processes. 

Response: Technical bases are provided, including activities such as independent modeling, 
laboratory or field data, or sensitivity studies, for inclusion of any thermal-hydrologic-
mechanical-chemical couplings and features, events, and processes. These are provided 
throughout Sections 6 and 7. This criterion was addressed satisfactorily. 

(9) Performance—affecting processes that have been observed in thermal-hydrologic tests 
and experiments are included into the performance assessment. For example, the 
U.S. Department of Energy either demonstrates that liquid water will not reflux into 
the underground facility or incorporates refluxing water into the performance 
assessment calculation, and bounds the potential adverse effects of alteration of the 
hydraulic pathway that result from refluxing water. 

Response: Performance—affecting processes that have been observed in thermal-hydrologic 
tests and experiments are included primarily through the inputs (e.g., seepage values from 
Abstraction of Drift Seepage (SNL 2007 [DIRS 181244]), described in Section 6.3.2 of this 
model report, which are required to implement the EBS radionuclide transport abstraction. This 
criterion was addressed satisfactorily. 

Acceptance Criterion 2—Data are Sufficient for Model Justification. 

(1) Geological, hydrological, and geochemical values used in the License Application are 
adequately justified. Adequate description of how the data were used, interpreted, and 
appropriately synthesized into the parameters is provided. 

Response: The EBS radionuclide transport abstraction provides the technical justification for 
geological, hydrological, and geochemical values used. There is also a description of how the 
data were used, interpreted, and synthesized into associated parameter values. Throughout 
Section 6, the range, distribution and uncertainty of model data are discussed. Detailed 
description of data and technical justification of values used is provided throughout Sections 6.3 
and 6.5. This criterion was addressed satisfactorily. 

(2) Sufficient data were collected on the characteristics of the natural system and 
engineered materials to establish initial and boundary conditions for conceptual 
models of thermal-hydrologic-mechanical-chemical coupled processes, that affect 
seepage and flow and the engineered barrier chemical environment. 

Response: Data and sources of data are provided in Section 4.1 on the characteristics of the 
natural system and engineered materials needed to establish initial and boundary conditions for 
conceptual models of thermal-hydrologic-mechanical-chemical coupled processes that affect 
flow. Collection of input data used in this model report was done using acceptable techniques 
under the YMP quality assurance plan; specific techniques are provided in Sections 4.1.1 
to 4.1.3. This criterion was addressed satisfactorily. 

(4) Sufficient information to formulate the conceptual approach(es) for analyzing water 
contact with the drip shield, engineered barriers, and waste forms is provided. 
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Response: Information required to formulate the conceptual approaches for analyzing water 
contact with the drip shield, engineered barriers, and waste forms is provided in Sections 6.3 
and 6.5. Sections 6.3.2, 6.3.3 and 6.5.1 present the conceptual models used for water flux 
through the E B S, together with information on drip shield effectiveness, drip shield and waste 
package breaching, seepage and imbibition flux from the unsaturated zone matrix. This criterion 
was addressed satisfactorily. 

Acceptance Criterion 3—Data Uncertainty Is Characterized and Propagated Through the 
Model Abstraction. 

(1) Models use parameter values, assumed ranges, probability distributions, and bounding 
assumptions that are technically defensible, reasonably account for uncertainties and 
variabilities, and do not result in an under representation of the risk estimate. 

Response: The EBS radionuclide transport abstraction uses parameter values, assumed ranges, 
probability distributions, and bounding assumptions that account for uncertainties and 
variabilities, and that do not result in an under-representation of the risk estimate. Section 4.1 
lists the data and parameters used, together with their sources. Section 8 provides a summary of 
the base case model inputs together with associated uncertainties. This criterion was addressed 
satisfactorily. 

(2) Parameter values, assumed ranges, probability distributions, and bounding 
assumptions used in the total system performance assessment calculations of quantity 
and chemistry of water contacting engineered barriers and waste forms are technically 
defensible and reasonable, based on data from the Yucca Mountain region (e.g., results 
from large block and drift-scale heater and niche tests), and a combination of 
techniques that may include laboratory experiments, field measurements, natural 
analog research, and process-level modeling studies. 

Response: Parameter values, assumed ranges, probability distributions, and bounding 
assumptions used in the TSPA calculations of quantity of water contacting engineered barriers 
and waste forms are based on data from the Yucca Mountain region, laboratory experiments, 
field measurements, natural analog research, and process-level modeling studies. Section 4.1 
lists the data and parameters used, together with their sources. Section 8 provides a summary of 
the base case model inputs together with associated uncertainties. This criterion was addressed 
satisfactorily. 

(3) Input values used in the total system performance assessment calculations of quantity 
and chemistry of water contacting engineered barriers (e.g., drip shield and waste 
package) are consistent with the initial and boundary conditions and the assumptions 
of the conceptual models and design concepts for the Yucca Mountain site. 
Correlations between input values are appropriately established in the 
U.S. Department of Energy total system performance assessment. Parameters used to 
define initial conditions, boundary conditions, and computational domain in sensitivity 
analyses involving coupled thermal-hydrologic-mechanical-chemical effects on 
seepage and flow, the waste package chemical environment, and the chemical 
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environment for radionuclide release, are consistent with available data. Reasonable 
or conservative ranges of parameters or functional relations are established. 

Response: Input values used in the TSPA calculations of quantity of water contacting 
engineered barriers (e.g., drip shield and waste package) are consistent with the initial and 
boundary conditions and the assumptions of the conceptual models and design concepts for the 
Yucca Mountain site. Reasonable or conservative ranges of parameters or functional relations 
have been established. Section 4.1 lists the data and parameters used, together with their 
sources. Section 8 provides a summary of the base case model inputs together with associated 
uncertainties. This criterion was addressed satisfactorily. 

(4) Uncertainty is adequately represented in parameter development for conceptual 
models, process models, and alternative conceptual models considered in developing 
the abstraction of radionuclide release rates and solubility limits, either through 
sensitivity analyses or use of bounding analyses. 

Response: Adequate representation of uncertainties in the characteristics of the natural system 
and engineered materials is provided in parameter development for conceptual models, 
process-level models, and alternative conceptual models. In some instances, uncertainty is 
constrained using conservative limits. Parameter development for the models described in this 
model report is provided throughout Sections 6.3, 6.4, 6.5 and 6.6. This criterion was addressed 
satisfactorily. 

Acceptance Criterion 4—Model Uncertainty Is Characterized and Propagated Through 
the Model Abstraction. 

(1) Alternative modeling approaches of features, events, and processes are considered and 
are consistent with available data and current scientific understanding, and the results 
and limitations are appropriately considered in the abstraction. 

Response: Alternative modeling approaches of features, events, and processes are considered in 
Sections 6.4 and 6.6 and are consistent with available data and current scientific understanding, 
and the results and limitations are considered. This criterion was addressed satisfactorily. 

(2) Alternative modeling approaches are considered and the selected modeling approach is 
consistent with available data and current scientific understanding. A description that 
includes a discussion of alternative modeling approaches not considered in the final 
analysis and the limitations and uncertainties of the chosen model is provided. 

Response: Alternative modeling approaches are considered in Sections 6.4 and 6.6. The 
selected modeling approach is consistent with available data and current scientific understanding. 
A description that includes a discussion of alternative modeling approaches not considered in the 
final analysis and the limitations and uncertainties of the chosen model is provided. This 
criterion was addressed satisfactorily. 

(3) Consideration of conceptual model uncertainty is consistent with available site 
characterization data, laboratory experiments, field measurements, natural analog 
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information and process-level modeling studies; and the treatment of conceptual 
model uncertainty does not result in an under-representation of the risk estimate. 

Response: Consideration of conceptual model uncertainty is consistent with available site 
characterization data, laboratory experiments, field measurements, natural analog information 
and process-level modeling studies. The fundamental relationships (e.g., mass balance and flow 
equations) upon which the EBS radionuclide transport abstraction is based, are well-established 
with a long history of use in the scientific community and as such are not subject to significant 
uncertainty. In addition, the alternative conceptual models have been screened out (Section 6.4), 
thereby increasing confidence in the selected conceptual model. Other sources of uncertainty 
involve modeling choices (e.g., assumptions, geometry) that, because of their conservative 
nature, effectively bound uncertainty. This treatment of conceptual model uncertainty does not 
result in an under-representation of the risk estimate. This criterion was addressed satisfactorily. 

(4) Adequate consideration is given to effects of thermal-hydrologic-mechanical-chemical 
coupled processes in the assessment of alternative conceptual models. These effects 
may include: (i) thermal-hydrologic effects on gas, water, and mineral chemistry; 
(ii) effects of microbial processes on the engineered barrier chemical environment and 
the chemical environment for radionuclide release; (iii) changes in water chemistry 
that may result from the release of corrosion products from the engineered barriers and 
interactions between engineered materials and groundwater; and (iv) changes in 
boundary conditions (e.g., drift shape and size) and hydrologic properties, relating to 
the response of the geomechanical system to thermal loading. 

Response: Consideration is given in Sections 6.4 and 6.6 to effects of thermal-hydrologic-
mechanical-chemical coupled processes in the assessment of alternative conceptual models. This 
criterion was addressed satisfactorily. 

Acceptance Criterion 5—Model Abstraction Output Is Supported by Objective 
Comparisons. 

(1) The models implemented in this total system performance assessment abstraction 
provide results consistent with output from detailed process-level models and/or 
empirical observations (laboratory and field testings and/or natural analogs). 

Response: The models implemented in this TSPA abstraction provide results consistent with 
output from detailed process-level models and/or empirical observations (laboratory testings). 
For example, Sections 6.5.1 and 7.1 provide comparison of the drip shield and waste package 
flux splitting models with breached drip shield and waste package experiments. This criterion 
was addressed satisfactorily. 

(2) Abstracted models for coupled thermal-hydrologic- mechanical-chemical effects on 
seepage and flow and the engineered barrier chemical environment, as well as on the 
chemical environment for radionuclide release, are based on the same assumptions and 
approximations demonstrated to be appropriate for process-level models or closely 
analogous natural or experimental systems. For example, abstractions of processes, 
such as thermally induced changes in hydrological properties, or estimated diversion 
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of percolation away from the drifts, are adequately justified by comparison to results 
of process-level modeling, that are consistent with direct observations and 
field studies. 

Response: Abstracted models for coupled thermal-hydrologic mechanical-chemical effects on 
flow and radionuclide release are based on the same assumptions and approximations 
demonstrated to be appropriate for process-level models or closely analogous natural or 
experimental systems, as demonstrated throughout Sections 5 and 6. This criterion was 
addressed satisfactorily. 

(3) Accepted and well-documented procedures are used to construct and test the numerical 
models that simulate coupled thermal-hydrologic- mechanical-chemical effects on 
seepage and flow, engineered barrier chemical environment, and the chemical 
environment for radionuclide release. 	Analytical and numerical models are 
appropriately supported. Abstracted model results are compared with different 
mathematical models, to judge robustness of results. 

Response: The EBS radionuclide transport abstraction uses accepted and well-documented 
procedures to construct and test the numerical models that simulate coupled thermal-hydrologic-
mechanical-chemical effects on flow and radionuclide release, as provided throughout Sections 6 
and 7. Technical support is presented for analytical and numerical models. This criterion was 
addressed satisfactorily. 

The relevance of this model report to Yucca Mountain Review Plan (Final Report) criteria for 
"Radionuclide Release Rates and Solubility Limits" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.4), which are based on meeting the requirements of 10 CFR 63.114(a)–(c) and 
(e)–(g) [DIRS 178394], is as follows: 

Acceptance Criterion 1—System Description and Model Integration Are Adequate. 

(1) Total system performance assessment adequately incorporates important design 
features, physical phenomena, and couplings, and uses consistent and appropriate 
assumptions throughout the radionuclide release rates and solubility limits 
abstraction process. 

Response: Total system performance assessment adequately incorporates important design 
features, physical phenomena, and couplings, and uses consistent and appropriate assumptions 
throughout the radionuclide release rates and solubility limits abstraction process. Section 6.3.4 
describes the conceptual model for EBS transport model. Sections 6.5.1 and 6.5.2 describe the 
mathematical description of the EBS transport model components. These sections provide 
information on diffusion, retardation, transport through stress corrosion cracks, and EBS-UZ 
boundary condition implementation. Important general technical information related to 
radionuclide transport through the EBS can also be found throughout Section 6. This criterion 
was addressed satisfactorily. 

(2) The abstraction of radionuclide release rates uses assumptions, technical bases, data, 
and models that are appropriate and consistent with other related U.S. Department of 
Energy abstractions. For example, the assumptions used for this model abstraction are 
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consistent with the abstractions of "Degradation of Engineered Barriers" (NRC 2003 
[DIRS 163274], Section 2.2.1.3.1); "Mechanical Disruption of Engineered Barriers" 
(NRC 2003 [DIRS 163274], Section 2.2.1.3.2); "Quantity and Chemistry of Water 
Contacting Engineered Barriers and Waste Forms" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.3); "Climate and Infiltration" (NRC 2003 [DIRS 163274], 
Section 2.2.1.3.5); and "Flow Paths in the Unsaturated Zone" (NRC 2003 
[DIRS 163274], Section 2.2.1.3.6). The descriptions and technical bases provide 
transparent and traceable support for the abstraction of radionuclide release rates. 

Response: The EBS radionuclide transport abstraction uses assumptions, technical bases, data, 
and models consistent with other related U.S. Department of Energy abstractions. The 
descriptions and technical bases described in Sections 6.3.4, 6.5.1, and 6.5.2 provide support for 
the abstraction of radionuclide release rates. Section 5 provides assumptions that are relevant to 
the EBS transport model. This criterion was addressed satisfactorily. 

(3) The abstraction of radionuclide release rates provides sufficient, consistent design 
information on waste packages and engineered barrier systems. For example, 
inventory calculations and selected radionuclides are based on the detailed information 
provided on the distribution (both spatially and by compositional phase) of the 
radionuclide inventory, within the various types of high-level radioactive waste. 

Response: The EBS radionuclide transport abstraction provides consistent design information 
on waste packages and engineered barrier systems (Section 4.1 and throughout Section 6). 
Selected radionuclides are based on the detailed information provided on the distribution (both 
spatially and by compositional phase) of the radionuclide inventory, within the various types of 
HLW. Input data on radionuclides are provided in Section 4.1 and 6. This criterion was 
addressed satisfactorily. 

(4) The U.S. Department of Energy reasonably accounts for the range of environmental 
conditions expected inside breached waste packages and in the engineered barrier 
environment surrounding the waste package. For example, the U.S. Department of 
Energy should provide a description and sufficient technical bases for its abstraction of 
changes in hydrologic properties in the near field, caused by coupled 
thermal-hydrologic-mechanical-chemical processes. 

Response: The EBS radionuclide transport abstraction accounts for the range of environmental 
conditions expected inside breached waste packages and in the engineered barrier environment 
surrounding the waste package. Sections 6.3 and 6.5 describe provisions for thermal, chemical, 
and hydrologic conditions inside and surrounding the waste package. This criterion was 
addressed satisfactorily. 

(5) The description of process-level conceptual and mathematical models is sufficiently 
complete, with respect to thermal-hydrologic processes affecting radionuclide release 
from the emplacement drifts. For example, if the U.S. Department of Energy 
uncouples coupled processes, the demonstration that uncoupled model results bound 
predictions of fully coupled results is adequate. 
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Response: The description of process-level conceptual and mathematical models, with respect 
to thermal-hydrologic processes affecting radionuclide release from the emplacement drifts, is 
provided in Section 6.5. This criterion was addressed satisfactorily. 

(6) Technical bases for inclusion of any thermal-hydrologic-mechanical-chemical 
couplings and features, events, and processes in the radionuclide release rates and 
solubility Review Plan for Safety Analysis Report limits model abstraction are 
adequate. For example, technical bases may include activities, such as independent 
modeling, laboratory or field data, or sensitivity studies. 

Response: Technical bases for inclusion of thermal-hydrologic-mechanical-chemical couplings 
and the disposition of features, events, and processes in the EBS radionuclide transport 
abstraction are summarized in Section 6.2. This criterion was addressed satisfactorily. 

Acceptance Criterion 2—Data Are Sufficient for Model Justification. 

(1) Geological, hydrological, and geochemical values used in the License Application are 
adequately justified. Adequate description of how the data were used, interpreted, and 
appropriately synthesized into the parameters is provided. 

Response: Technical justification for the geological, hydrological, and geochemical values used 
in the EBS radionuclide transport abstraction is provided. There is also a discussion of how the 
data are used, interpreted, and synthesized into associated parameters values. Throughout 
Section 6, the range, distribution and uncertainty of the model data are discussed. Detailed 
descriptions of data and technical justification of values used are provided throughout 
Sections 6.3 and 6.5. This criterion was addressed satisfactorily. 

(2) Sufficient data have been collected on the characteristics of the natural system and 
engineered materials to establish initial and boundary conditions for conceptual 
models and simulations of thermal-hydrologic-chemical coupled processes. For 
example, sufficient data should be provided on design features, such as the type, 
quantity, and reactivity of materials, that may affect radionuclide release for 
this abstraction. 

Response: 	Section 4.1 provides data on characteristics of the natural system and 
engineered materials needed to establish initial and boundary conditions for the EBS 
radionuclide transport abstraction conceptual models and simulations of thermal-hydrologic-
chemical coupled processes. This criterion was addressed satisfactorily. 

(4) The corrosion and radionuclide release testing program for high-level radioactive 
waste forms intended for disposal provides consistent, sufficient, and suitable data for 
the in-package and in-drift chemistry used in the abstraction of radionuclide release 
rates and solubility limits. For expected environmental conditions, the 
U.S. Department of Energy provides sufficient justification for the use of test results, 
not specifically collected from the Yucca Mountain site, for engineered barrier 
components, such as high-level radioactive waste forms, drip shield, and backfill. 
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Response: The corrosion and radionuclide release testing program for HLW forms intended for 
disposal provides data for the in-package and in-drift chemistry used in the EBS radionuclide 
transport abstraction (Section 4.1). For expected environmental conditions, the EBS 
radionuclide transport abstraction provides justification for the use of test results, not specifically 
collected from the Yucca Mountain site, for engineered barrier components, such as HLW forms 
and drip shield (Sections 6.3 and 6.5). This criterion was addressed satisfactorily. 

Acceptance Criterion 3—Data Uncertainty Is Characterized and Propagated Through the 
Model Abstraction. 

(1) Models use parameter values, assumed ranges, probability distributions, and bounding 
assumptions that are technically defensible, reasonably account for uncertainties and 
variabilities, and do not result in an under representation of the risk estimate. 

Response: The EBS radionuclide transport abstraction uses parameter values, assumed ranges, 
probability distributions, and/or bounding assumptions that account for uncertainties and 
variabilities, and that do not cause an under-representation of the risk estimate. Section 4.1 lists 
the data and parameters used, together with their sources. Section 8 provides a summary of the 
base case model inputs together with associated uncertainties. This criterion was addressed 
satisfactorily. 

(2) Parameter values, assumed ranges, probability distributions, and bounding 
assumptions used in the abstractions of radionuclide release rates and solubility limits 
in the total system performance assessment are technically defensible and reasonable 
based on data from the Yucca Mountain region, laboratory tests, and natural analogs. 
For example, parameter values, assumed ranges, probability distributions, and 
bounding assumptions adequately reflect the range of environmental conditions 
expected inside breached waste packages. 

Response: 	Parameter values, assumed ranges, probability distributions, and bounding 
assumptions used in the abstractions of radionuclide release rates and solubility limits in the 
TSPA are based on data from the Yucca Mountain region, laboratory tests, and natural analogs. 
Parameter values, assumed ranges, probability distributions, and bounding assumptions reflect 
the range of environmental conditions expected inside breached waste packages. Section 4.1 
lists the data and parameters used, together with their sources. Section 8 provides a summary of 
the base case model inputs together with associated uncertainties. This criterion was addressed 
satisfactorily. 

(3) DOE uses reasonable or conservative ranges of parameters or functional relations to 
determine effects of coupled thermal-hydrologic-chemical processes on radionuclide 
release. These values are consistent with the initial and boundary conditions and the 
assumptions for the conceptual models and design concepts for natural and engineered 
barriers at the Yucca Mountain site. If any correlations between the input values exist, 
they are adequately established in the total system performance assessment. For 
example, estimations are based on a thermal loading and ventilation strategy; 
engineered barrier system design (including drift liner, backfill, and drip-shield); and 
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natural system masses and fluxes that are consistent with those used in 
other abstractions. 

Response: The EBS radionuclide transport abstraction uses reasonable or conservative ranges of 
parameters or functional relations to determine effects of coupled thermal-hydrologic-chemical 
processes on radionuclide release. These values are consistent with the initial and boundary 
conditions and the assumptions for the conceptual models and design concepts for natural and 
engineered barriers at the Yucca Mountain site. Section 4.1 lists the data and parameters used, 
together with their sources. Section 8 provides a summary of the base case model inputs 
together with associated uncertainties. This criterion was addressed satisfactorily. 

(4) Uncertainty is adequately represented in parameter development for conceptual 
models, process models, and alternative conceptual models considered in developing 
the abstraction of radionuclide release rates and solubility limits, either through 
sensitivity analyses or use of bounding analyses. 

Response: Uncertainty is represented in parameter development for conceptual models, process 
models, and alternative conceptual models considered in developing the abstraction of 
radionuclide release rates and solubility limits. Parameter development for the models described 
in this model report is provided throughout Sections 6.3, 6.4, 6.5, and 6.6. This criterion was 
addressed satisfactorily. 

(5) Parameters used to describe flow through and out of the engineered barrier, 
sufficiently bound the effects of backfill, excavation-induced changes, and thermally 
induced mechanical changes that affect flow. 

Response: The EBS radionuclide transport abstraction considers the uncertainties in the 
characteristics of the natural system and engineered materials, such as the type, quantity, and 
reactivity of material, in establishing initial and boundary conditions for conceptual models and 
simulations of thermal-hydrologic-chemical coupled processes that affect radionuclide release. 
Parameter development for the models described in this model report is provided throughout 
Sections 6.3, 6.4, 6.5, and 6.6. This criterion was addressed satisfactorily. 

(8) DOE adequately considers the uncertainties, in the characteristics of the natural system 
and engineered materials, such as the type, quantity, and reactivity of material, in 
establishing initial and boundary conditions for conceptual models and simulations of 
thermal-hydrologic-chemical coupled processes that affect radionuclide release. 

Response: Parameters used to describe flow through and out of the engineered barrier bound, 
the effects of excavation-induced changes, and thermally induced mechanical changes that 
affect flow. This criterion was addressed satisfactorily. 

Acceptance Criterion 4—Model Uncertainty Is Characterized and Propagated Through 
the Model Abstraction. 

(1) Alternative modeling approaches of features, events, and processes are considered and 
are consistent with available data and current scientific understanding, and the results 
and limitations are appropriately considered in the abstraction. 
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Response: Alternative modeling approaches of features, events, and processes are considered in 
Section 6.4 and are consistent with available data and current scientific understanding, and the 
results and limitations are considered. This criterion was addressed satisfactorily. 

(2) In considering alternative conceptual models for radionuclide release rates and 
solubility limits, DOE uses appropriate models, tests, and analyses that are sensitive to 
the processes modeled for both natural and engineering systems. Conceptual model 
uncertainties are adequately defined and documented, and effects on conclusions 
regarding performance are properly assessed. For example, in modeling flow and 
radionuclide release from the drifts, DOE represents significant discrete features, such 
as fault zones, separately, or demonstrates that their inclusion in the equivalent 
continuum model produces a conservative effect on calculated performance. 

Response: In considering alternative conceptual models for radionuclide release rates and 
solubility limits (Sections 6.4. and 6.6), the EBS radionuclide transport abstraction uses models 
and analyses that are sensitive to the processes modeled for both natural and engineering 
systems. Conceptual model uncertainties are defined and documented, and effects on 
conclusions regarding performance are assessed. The fundamental relationships (e.g., mass 
balance and flow equations, upon which the EBS radionuclide transport abstraction is based), are 
well-established with a long history of use in the scientific community and as such are not 
subject to significant uncertainty. In addition, the alternative conceptual models have been 
screened out (Section 6.4), thereby increasing confidence in the selected conceptual model. 
Other sources of uncertainty involve modeling choices (e.g., assumptions, geometry) that, 
because of their conservative nature, effectively bound uncertainty. This criterion was addressed 
satisfactorily. 

(3) Consideration of conceptual model uncertainty is consistent with available site 
characterization data, laboratory experiments, field measurements, natural analog 
information and process-level modeling studies; and the treatment of conceptual 
model uncertainty does not result in an under-representation of the risk estimate. 

Response: Consideration of conceptual model uncertainty is consistent with available site 
characterization data, laboratory experiments, field measurements, natural analog information, 
and process-level modeling studies. The treatment of conceptual model uncertainty does not 
result in an under-representation of the risk estimate, as discussed throughout Section 6. 
Parameter uncertainty is discussed throughout Section 6. This criterion was addressed 
satisfactorily. 

(4) The effects of thermal-hydrologic-chemical coupled processes that may occur in the 
natural setting, or from interactions with engineered materials, or their alteration 
products, on radionuclide release, are appropriately considered. 

Response: The effects of thermal-hydrologic-chemical coupled processes that may occur in the 
natural setting or from interactions with engineered materials or their alteration products, on 
radionuclide release, are considered in Section 6. For example, the effect of corrosion products 
on the transport of radionuclides is provided in Sections 6.3.4, 6.5.1, and 6.5.2. This criterion 
was addressed satisfactorily. 
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Acceptance Criterion 5—Model Abstraction Output Is Supported by Objective 
Comparisons. 

(1) The models implemented in this total system performance assessment abstraction 
provide results consistent with output from detailed process-level models and/or 
empirical observations (laboratory and field testings and/or natural analogs). 

Response: The models implemented in this TSPA abstraction provide results consistent with 
output from detailed process-level models and/or empirical observations (laboratory testings), as 
described in Sections 6.3, 6.5, and 7. Section 7 provides comparisons of models developed in 
this model report with other models and experimental results. This criterion was addressed 
satisfactorily. 

(3 ) DOE adopts well-documented procedures that have been accepted by the scientific 
community to construct and test the numerical models, used to simulate coupled 
thermal-hydrologic-chemical effects on radionuclide release. For example, DOE 
demonstrates that the numerical models used for high-level radioactive waste 
degradation and dissolution, and radionuclide release from the engineered barrier 
system, are adequate representations; include consideration of uncertainties; and are 
not likely to underestimate radiological exposures to the reasonably maximally 
exposed individual and releases of radionuclides into the accessible environment. 

Response: The EBS radionuclide transport abstraction uses well-documented procedures in 
Section 6.5 that have been accepted by the scientific community to construct and test the 
numerical models used to simulate radionuclide release. The abstraction demonstrates that the 
numerical models used for radionuclide release from the EBS include consideration of 
uncertainties and are not likely to underestimate radiological exposures to the reasonably 
maximally exposed individual and releases of radionuclides into the accessible environment. 
This criterion was addressed satisfactorily. 

8.4 RESTRICTIONS FOR SUBSEQUENT USE 

This abstraction was developed specifically for application in the TSPA. Assumptions and 
approximations are made in order to integrate with and be consistent with other models and 
abstractions incorporated in the TSPA. Therefore, individual submodels should not be used 
independently outside of the TSPA framework. This abstraction must be reevaluated if any 
models that feed into it are modified. 
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APPENDIX A — NOTATION 

Notation 

Variable Definition Units Where First Used 

A Cross-sectional area of diffusive or flow pathway m2 Eq. 6.3.4.1.1-4 

Diffusive area of UZ fracture cell m2 Eq. 6.5.2.5-21 

Ag  Surface area of crushed tuff granule m2 Section 6.6.3.1 

A, Invert cross-sectional area (circle segment) m2 Eq. 6.5.2.3-2 

A, Diffusive area of single-continuum invert cell m2 Eq. 6.5.1.2-51 

Ai, Intercepted flow area of a drift over the length of 
one waste package m2 Eq. 6.5.2.3-12 

Atiuz Diffusive area between invert and UZ cells m2 Eq. 6.5.2.3-4 

A„, Diffusive area of UZ matrix cell m2 Eq. 6.5.2.5-21 

A 	,,. Diffusive area normal to transport in the 
matrix/fracture domain 

m2 Eq. 6.5.1.2-52 

A SCC,DS Total SCC opening area per drip shield m2 Eq. 6.3.3.2.4-7 

ASCC,WP Total SCC opening area per waste package m2 Eq. 6.3.3.2.4-8 

ASD,DS Seismically damaged area in drip shield m2  Eq. 6.3.3.2.4-7 

ASD,WP Seismically damaged area in waste package m2 Eq. 6.3.3.2.4-8 

Arc, Cross-sectional area of stress corrosion crack m2 Eq. 6.3.3.2.2-2 

A, 
'cc , ct,,  

Effective cross-sectional area of stress corrosion 
crack 

m2 Section 6.6.2 

Auz Projected area of UZ normal to vertical flux m2 Eq. 6.5.2.6-1 

A,,, Cross-sectional area of water molecule m2 Eq. 6.3.4.3.2-4 

a Fitting parameter m 1 Eq. 6.3.4.3.1-3 

a Constant in equation for binary diffusion 
coefficient dimensionless Eq. 6.6.2-9 

a Empirical parameter in Archie's law dimensionless Eq. 6.3.4.1.1-1 
a Slope of linear regression line dimensionless Section 6.3.4.6.1 

ax  Effective length of tuff granule matrix pore system m Section 6.6.3.1 

ac, Fitting parameter Pa Eq. 6.3.4.3.1-1 

b Maximum SCC width m Fig. 6.3-1; Eq. 6.3.3.2.2-1 

b Exponent in equation for binary diffusion 
coefficient dimensionless Eq. 6.6.2-9 

b Fitting parameter Pa K1  Eq. 6.3.4.3.1-1 

b Intercept of linear regression line dimensionless Section 6.3.4.6.1 

b Slope of the In v/ versus In0 curve dimensionless Eq. 6.6.4.1-2 

ANLWIS—PA-000001 REV 03 
	

A-1 
	

October 2007 



EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

C, Substrate load in solution g L -1  Eq. 6.6.6.1-1 

c  cFeO 
Concentration of mobile iron oxyhydroxide (FeO) 
colloids kg m3  Eq. 6.5.1.2-16 

ccGIV 
Concentration of mobile groundwater (GW) 
colloids kg m-3 Eq. 6.5.1.2-16 

CcwF  Concentration of mobile waste form colloids kg m-3 Eq. 6.5.1.2-16 

Ci  Concentration of radionuclide species i kg m-3 Eq. 6.3.4.3.5-1 

cembed Concentration of radionuclide species i embedded 
on waste form colloids  kg m- 3 Eq. 6.5.1.2-38 

CiP  Concentration of parent of radionuclide species i kg m-3 Eq. 6.5.1.2-10 

c f , embed Concentration of parent of radionuclide species i 
embedded on waste form colloids kg m-3 Eq. 6.5.1.2-38 

CIA
, C18  

C
n
o
d
nc

B
entration of radionuclide species i in cells A 

a 
kg m-3 Eq. 6.5.2.5-5 

C AI B 
Concentration of radionuclide species i at the 
interface between cells A and B kg m3 Eq. 6.5.2.5-5 

c jcp Concentration of dissolved radionuclide species i 
in corrosion products domain or cell kg m4 Eq. 6.6.3-1 

Cu  Concentration of radionuclide species i in the 
single-continuum invert cell kg m4 Eq. 6.5.1.2-51 

C atuz 
Concentration of radionuclide species i at the 
interface between the invert and UZ cells 

kg m3 Eq. 6.5.2.5-11 

C.1 
Concentration of radionuclide species i in the UZ 
fracture cell 

kg m3 Eq. 6.5.1.2-53 

C 
Concentration of radionuclide species i in the UZ 
matrix cell 

kg m3 Eq. 6.5.1.2-52 

. ci,new 
"New" input concentration of radionuclide species 
i kg m3 Eq. 6.6.1.2.1-1 

Ci,ou "Old" input concentration of radionuclide species i kg m3 Eq. 6.6.1.2.1-1 

c icFe0 
Concentration of radionuclide species i sorbed 
onto mobile iron oxyhydroxide (FeO) colloids kg m4 Eq. 6.5.1.2-16 

a  ieFe0 

Concentration of radionuclide species i kinetically 
adsorbed onto mobile iron oxyhydroxide (FeO) 
colloids 

kg m3 Eq. 6.5.1.2-30 

C" icFe0 

Concentration of parent of radionuclide species i 
kinetically sorbed onto mobile iron oxyhydroxide 
(FeO) colloids 

kg m3 Eq. 6.5.1.2-30 

C  icEW 
Concentration of radionuclide species i sorbed 
onto mobile groundwater (GW) colloids kg m3 Eq. 6.5.1.2-16 

e  iCP 
Concentration of radionuclide species i kinetically 
sorbed onto iron oxyhydroxide corrosion products kg m4 Eq. 6.5.1.2-15 

C icp 11„ 1 ,1„, 
Concentration of radionuclide species i at the 
interface between the corrosion products and 
invert cells 

kg m3  Eq. 6.5.3.5-7 

Cie IVF 
Concentration of radionuclide species i sorbed 
onto mobile waste form colloids kg m4 Eq. 6.5.1.2-16 

.. 
c  "ter 

Concentration of dissolved radionuclide species i 
in invert intergranular continuum kg m3 Eq. 6.6.3-2 
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Notation (Continued) 

Variable Definition Units Where First Used 

Cihara 
Concentration of dissolved radionuclide species i 
in invert intragranular continuum kg m-3 Eq. 6.6.3-3 

Cr."Fe0 e 

Concentration of parent of radionuclide species i 
sorbed onto mobile iron oxyhydroxide (FeOx) 
colloids 

kg m-3 Eq. 6.5.1.2-16 

C E, 
teCW 

Concentration of parent of radionuclide species i 
sorbed onto mobile (GW) colloids kg rn-3 Eq. 6.5.1.2-16 

e P iCP 

Concentration of parent of radionuclide species i 
kinetically sorbed onto stationary iron 
oxyhydroxide corrosion products 

kg m-3 Eq. 6.5.1.2-32 

C 1' te{YF . 
Concentration of parent of radionuclide species i 
sorbed onto mobile waste form colloids kg m- 3 Eq. 6.5.1.2-16 

C SD Uncertainty factor for seismic damage dimensionless Eq. 6.3.3.2.4-5 

CS , Maximum concentration (solubility limit) of 
radionuclide species i kg 111-3  Eq. 6.6.1.1.2-1 

C 
s"'""' 

Maximum concentration (solubility limit) of 
radionuclide species i in "new" chemistry kg m-3 Eq. 6.6.1.2.2-9 

C  Siold 
Maximum concentration (solubility limit) of 
radionuclide species i in "old" chemistry kg rn-3 Eq. 6.6.1.2.2-9 

CI, C2 Integration constants dimensionless Eq. 6.6.2-14 

C Molar density mol re Eq. 6.6.2-10 
c Thickness of wall in SCC model m Fig. 6.3-3; Eq. 6.3.3.2.2-1 

C. Concentration of radionuclide species i mol m-1  Eq. 6.3.4.1.1-10 

D Diffusion coefficient m2 S-1 Eq. 6.6.4.1-1 

DAB  Binary diffusion coefficient m2 S-1 Eq. 6.6.2-9 

DB  Diffusion coefficient for Brownian motion m2 S-1 Eq. 6.5.1.2-36 

D„ Colloid dispersion or diffusion coefficient m2 S-1 Eq. 6.5.1.2-17 

A Effective diffusive conductance of radionuclide 
species i m3 S-1 Eq. 6.6.3.2-26 

D „ _ AI B 
Interface diffusive conductance of radionuclide 
species i between cell A and cell B Ill 3 s Eq. 6.5.2.5-6 

Dc _B I C Interface diffusive conductance of radionuclide 
species i between cell B and cell C m3 s  1 Eq. 6.5.2.5-8 

D  Coll Colloid diffusion coefficient m2 S-1 Eq. 6.3.4.4-1 

Da)  Diffusion coefficient of radionuclide species i in 
corrosion products domain m2 s' Eq. 6.6.3-1 

DCP 
Diffusive conductance of radionuclide species i in 
corrosion products cell m3 S-1 Eq. 6.6.3.2-1 

li  CP I CP-ort 

Diffusive conductance of radionuclide species i 
between corrosion products cell and corrosion 
products interface cell 

m3 S-1 Eq. 6.6.3.2-15 

i5„,„„,„„, 
Diffusive conductance of radionuclide species i 
between corrosion products interface cell and 
invert intergranular cell 

m3 
S-1 Eq. 6.6.3.2-16 

bcp_„„,„„,,„ 
Diffusive conductance of radionuclide species i 
between corrosion products interface cell and 
invert intragranular cell 

m3 S-1 Eq. 6.6.3.2-17 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

bc,,,,,,„„ 

Effective diffusive conductance of radionuclide 
species i between corrosion products cell and 
invert intergranular cell 

m3  s ' Eq. 6.6.3.2-8 

6CP I infra 

Effective diffusive conductance of radionuclide 
species i between corrosion products cell and 
invert intragranular cell 

m3 
S-1 Eq. 6.6.3.2-9 

D di  Mechanical dispersivity tensor of radionuclide 
species i m2 S-1 Eq. 6.5.1.2-6 

D;„,,,,,,„,,,,,. 
Effective diffusive conductance of radionuclide 
species i between intragranular and invert 
intergranular cells 

m3 S-1 Eq. 6.6.3.2-10 

Effective diffusion coefficient of radionuclide 
species i within the UZ fracture cell m2 

S-1 Eq. 6.5.2.5-14 

Diffusive conductance of radionuclide species i 
within the UZ fracture cell m3  s' Eq. 6.5.2.5-14 

/ Di 
Diffusive conductance of radionuclide species i 
within the invert cell 1713 

S
-1 Eq. 6.5.2.5-13 

Dpi 
Effective diffusion coefficient of radionuclide 
species i within the invert cell m2 S-1 Eq. 6.3.4.1.1-16 

AT Effective diffusive conductance of radionuclide 
species i between invert cell and UZ fracture cell m3 S-1 Eq. 6.5.2.5-20 

Am Effective diffusive conductance of radionuclide 
species i between invert cell and UZ matrix cell m3 S-1 Eq. 6.5.2.5-20 

A //-int 
Diffusive conductance of radionuclide species i 
between the invert cell and the invert interface cell m3 S-1 Eq. 6.5.2.5-27 

ni _i„of  
Diffusive conductance of radionuclide species i 
between the invert interface cell and the UZ 
fracture cell 

m3 S-1 Eq. 6.5.2.5-28 

ni _hai „, 
Diffusive conductance of radionuclide species i 
between the invert interface cell and the UZ 
matrix cell 

m3 S-1 Eq. 6.5.2.5-29 

Di  Diffusion coefficient of radionuclide species i m2  s ' Eq. 6.3.4.1.1-10 

Di Hydrodynamic dispersion tensor of radionuclide 
species i m2 S 1 Eq. 6.5.1.2-4 

Die  Effective diffusion coefficient of the interface 
between two continua for radionuclide species i m2 S-1 Eq. 6.5.1.2-24 

Effective diffusion coefficient of radionuclide 
species i of the UZ fracture continuum m 2 S-1 Eq. 6.5.1.2-53 

Di„, Effective diffusion coefficient of radionuclide 
species i of the UZ matrix continuum m2 S -1 Eq. 6.5.1.2-52 

Duster 
Diffusion coefficient of radionuclide species i for 
invert intergranular continuum 

2 	- 1 m s Eq. 6.6.3-2  

'inter 
Diffusive conductance of radionuclide species i in 
invert rt intergranular cell 

3 	-1 m S Eq. 6.6.3.2-2 

1).„.,.,„,„. r_,„, 
Diffusive conductance of radionuclide species i 
between the invert intergranular cell and the invert 
intergranular interface cell 

m3 S-1 Eq. 6.6.3.2-19 

b„,„,,_„„,„„, 
Diffusive conductance of radionuclide species i 
between the invert intergranular cell and the invert 
intragranular interface cell 

m3 
S-1 Eq. 6.6.3.2-21 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

1-5„.,,,,-,,,,/uzf 
Diffusive conductance of radionuclide species i 
between the invert intergranular cell and the UZ 
fracture cell 

m3 S-1 Eq. 6.6.3.2-22 

Di.nfra 
Diffusion coefficient of radionuclide species i for 
invert intragranular continuum M2 S-  1 Eq. 6.6.3-3 

A ntra 
Diffusive conductance of radionuclide species i in 
invert intragranular cell M3 S-1 Eq. 6.6.3.2-3 

D,,,,,,,,,,,,,,,_,,,, 
Diffusive conductance of radionuclide species i 
between the invert intragranular cell and the UZ 
matrix cell 

m3 S-1 Eq. 6.6.3.2-20 

b„„_„,,,„, 
Diffusive conductance of radionuclide species i 
between the invert intragranular cell and the invert 
intragranular interface cell 

m3 S-1 Eq. 6.6.3.2-23 

6  toter—int /UZI 

Diffusive conductance of radionuclide species I 

between the invert intragranular cell and the UZ 
fracture cell 

m3 S-1 Eq. 6.6.3.2-24 

D„ Mean binary diffusion coefficient for water vapor 
and oxygen 

m3 S-1 Eq. 6.6.2-10 

An Diffusive conductance of radionuclide species i
within the UZ matrix cell 

_, m s Eq. 6.5.2.5-13 

nmf 
Effective diffusive conductance of radionuclide 
species i between UZ fracture and matrix cells M3 5-1 Eq. 6.5.2.5-22 

D, 1„,„ Diffusion coefficient measurement limit m2  s' Eq. 6.6.4.2-5 

D  AID Mechanical dispersion coefficient m2 S-1 Eq. 6.5.1.2-36 

D,,,„ Molecular diffusion coefficient of species i m2 S-1 Eq. 6.5.1.2-6 

D,,,, Diffusion coefficient for saturated tuff matrix m2 S-1 Eq. 6.6.4.2-4 

Effective diffusion coefficient m2 S-1 Eq. 6.3.4.3.5-1 

Ds ,rind Diffusion coefficient for CSNF degradation rind m2 S-1 Eq. 6.3.4.6.1-5 

DT  Diffusion coefficient at temperature T m2 S-1 Eq. 6.3.4.1.2-1 

DT°  Diffusion coefficient at temperature To m2 S-1 Eq. 6.3.4.1.2-1 

DWF  Diffusion coefficient in waste form domain m2 S-1 Table 8.2-1 

DN 
Diffusion coefficient of an ion in solution at infinite 
dilution M2 S-1 Eq. 6.3.4.1.1-6 

D,,,, Diffusion coefficient of th ion in dilute aqueous 
solution m2 S-1 Eq. 6.3.4.1.1-10 

d Characteristic length of the tuff matrix structure m Eq. 6.5.1.2-24 

dowr Diameter of colloid particle m Eq. 6.3.4.4-1 

dt, Diameter of drift m Eq. 6.5.2.6-1 

dg  Geometric particle diameter mm Eq. 6.6.4.1-3 

E Modulus of elasticity Pa Eq. 6.3.3.2.2-1 

E  DS Modulus of elasticity of drip shield material Pa Eq. 6.3.3.2.4-7 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

E,,,p  Modulus of elasticity of waste package material Pa Eq. 6.3.3.2.4-8 

E(x) Expected value mL g -1  Table 8.2-4 

F Faraday constant C mo1 -1  Eq. 6.3.4.1.1.-6 

F Fraction of seepage flux onto drip shield or waste 
package that flows into a breach dimensionless Eq. 6.5.1.1.2.1-7 

FAIB ,  

FBIC 

Diffusion rate across cell A and B interface and
across cell B and C interface 

,  kg s-1  Eq. 6.5.2.5-4 

F:th 
Radionuclide release rate from waste package in 
alternative patch geometry model k 	1 g s_ Eq. 6.6.1.2.3-2 

FiCP 
Diffusive flux of radionuclide species i in corrosion 
products cell kg s-1  Eq. 6.6.3.2-1 

Diffusive fluxes of radionuclide species i within the 
UZ fracture cell kg s_ 1  Eq. 6.5.2.5-12 

Fa 
Diffusive fluxes of radionuclide species i within the 
invert cell kg s_i Eq. 6.5.2.5-11 

F.. 
maer 

Diffusive flux of radionuclide species i in invert
intergranular cell 

,  
kg s-1  Eq. 6.6.3.2-2 

Fano.. 
Diffusive flux of radionuclide species i in invert 
intragranular cell kg s-1  Eq. 6.6.3.2-3 

Fun 
Diffusive fluxes of radionuclide species i within the 
UZ matrix cell kg s-1  Eq. 6.5.2.5-13 

Volumetric flow rate or flux of water in flow path j
0 = 1 to 8) 

	

3 	-1 

	

Ill 	S 
Section 6.3.1.1; Table 
6.3-1; Eq. 6.5.1.1-5 

Fpri 
Radionuclide release rate from waste package in 
primary patch geometry model kg s Eq. 6.6.1.2.3-1 

FR  Formation factor dimensionless Section 6.3.4.1.1 

Fw Volumetric flow rate of water m3 S-1 Eq. 6.5.1.1-4 

F:  Volumetric flow rate of water across bounding 
surfaces in the EBS by mass transfer 

	

3 	-1 

	

Ill 	S Eq. 6.5.1.1-4  

f Theoretical fraction of dripping flux falling between 
two points that flows into a drip shield breach dimensionless Section 6.5.1.1.2.1 

fAt 

Theoretical fraction of dripping flux falling between 
Points A and -f that flows into a drip shield 
breach 

dimensionless Eq. 6.5.1.1.2.1-2 

fArn 
Conversion factor for americium species, as 
applied in GoldSim dimensionless Eq. 6.5.2.7.2-9 

fA- 
Theoretical fraction of dripping flux falling at Point 
y<YA that flows into a drip shield breach dimensionless Section 6.5.1.1.2.1 

f1, 
Theoretical fraction of dripping flux falling between 
Points C and +f that flows into a drip shield 
breach 

dimensionless Eq. 6.5.1.1.2.1-5 

fe 
Fraction of total kinetic sorption going to iron 
oxyhydroxide colloids dimensionless Eq. 6.5.2.7.2-12 

fearc 
Calculated fraction of dripping flux that flows into 
a drip shield breach dimensionless Section 6.5.1.1.2.4 

fCS ,I7 
Fraction of carbon steel in steel mass in domain n 
(remainder is stainless steel) dimensionless Eq. 6.5.2.2.1-4 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

fDs Uncertain drip shield flux splitting factor dimensionless Eq. 6.3.2.4-2 

f D s 
Sampled drip shield flux splitting factor that 
accounts for rivulet spread angle uncertainty 

dimensionless Table 6.3-1; Eq. 6.3.2.4-5  

fD+ 
Theoretical fraction of dripping flux falling at Point 
y>yD that flows into a drip shield breach 

dimensionless Section 6.5.1.1.2.1 

Lyt 
Experimentally measured fraction of dripping flux 
that flows into a drip shield breach 

dimensionless Section 6.5.1.1.2.4 

GHFO f Placeholder variable, fraction of corrosion 
products as goethite or HFO 

dimensionless E 	6.5.2.2.1-4 q. 

f CB 
Theoretical fraction of dripping flux falling between 
Points —t and B that flows into a drip shield breach 

dimensionless Eq. 6.5.1.1.2.1-3 

feD 

Theoretical fraction of dripping flux falling between 
Points 4 and D that flows into a drip shield 
breach 

dimensionless Eq. 6.5.1.1.2.1-6 

fi/D 
Model validation uncertain drip shield flux splitting 
factor 

dimensionless Eq. 7.1.1.1-1 

filfD 

Model validation sampled drip shield flux splitting 
factor that accounts for rivulet spread angle 
uncertainty 

dimensionless Eq. 7.1.1.1-3 

fir 
Model validation uncertain waste package flux 
splitting factor 

dimensionless Eq. 7.1.1.2-1 

1;4 
Model validation sampled waste package flux 
splitting factor that accounts for rivulet spread 
angle uncertainty 

dimensionless Eq. 7.1.1.2-3 

fup Uncertain waste package flux splitting factor dimensionless Eq. 6.3.3.2.5-1 

fig, Sampled waste package flux splitting factor dimensionless Table 6.3-1; Eq. 6.3.3.2-3 

fo 
Theoretical fraction of dripping flux falling between 
Points B and C that flows into a drip shield breach 

dimensionless Eq. 6.5.1.1.2.1-4 

G Electrical conductance S Eq. 6.3.4.1.1-14 

G, Conductance of bulk porous medium S Eq. 6.3.4.1.1-5 

Conductance of water S Eq. 6.3.4.1.1-5 

H„, Absolute humidity of air kg kg-1  Eq. 6.6.2-3 

H„,„, Molal humidity of air mol mol -1  Eq. 6.6.2-4 

1 Identity tensor dimensionless Eq. 6.5.1.2-6 

/ Hydraulic head gradient in the invert m m_ 1  Eq. 6.5.2.3-12 

i Unit vector in the z-direction dimensionless Section 6.5.1.2 

Jc B 
Mass flux of waste form colloids due to Brownian
motion 

2 	1 kg m-  s-  Eq. 6.5.1.2-36 

JcAID 

Mass flux of waste form colloids due to 
mechanical dispersion kg m-2 s-1 Eq. 6.5.1.2-36 

JciVF Mass flux of waste form colloids kg m2  s-1  Eq. 6.5.1.2-34 

ji Mass flux vector (mass specific discharge) of 
radionuclide species i kg m-2 

S
-1 Eq. 6.5.1.2-1 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

J  icFe0 

Total mass flux of mobile iron oxyhydroxide (FeO) 
colloids containing adsorbed radionuclide 
species i 

kg M2  S-1  Eq. 6.5.1.2-16 

A. 	 , 

✓  iciFnceloic  

Total mass flux of mobile iron oxyhydroxide (FeO) 
colloids containing kinetically sorbed radionuclide 
species i 

kg m-2 S-1 Eq. 6.5.1.2-30 

.✓I ieGIV 
Total mass flux of mobile GW colloids containing 
adsorbed radionuclide species i kg m2 s

, 
Eq. 6.5.1.2-16 

.1  icIVF 
Total mass flux of mobile waste form colloids 
containing adsorbed radionuclide species i kg M-2  S-1  Eq. 6.5.1.2-16 

K Solubility constant dimensionless Section 6.3.4.2.3 

K, Distribution coefficient for the fast site L g-1  Eq. 6.6.6.1-1 

K' Distribution coefficient for the slow site L g -1  Eq. 6.6.6.1-2 

K d Sorption distribution (or partition) coefficient mL g- 1  Section 6.3.4.2 

K—  d 
Dimensionless distribution (or partition) coefficient 
of adsorbed radionuclide species i dimensionless Eq. 6.5.2.7.2-5 

Kde.,Anz,GW Americium distribution coefficient for ground water 
colloids 

M3 
kg

-,  Eq. 6.5.2.7.2-9 

Kdc,Ani,IFF Americium distribution coefficient for waste form
colloids m3 kg-.1 Eq. 6.5.2.7.2-9 

Kdie 
Dimensionless distribution (or partition) coefficient 
of colloids containing adsorbed radionuclide 
species i 

dimensionless Eq. 6.5.2.5-2 

Kdic Fe() 
Sorption distribution (or partition) coefficient of 
iron oxyhydroxide colloids containing adsorbed 
radionuclide species i 

mL g-1  Eq. 6.5.1.2-16 

K dicGw  
Sorption distribution (or partition) coefficient of 
groundwater colloids containing adsorbed 
radionuclide species i 

mL g- 1  Eq. 6.5.1.2-16 

KdicIVF 

Sorption distribution (or partition) coefficient of 
waste form colloids containing adsorbed 
radionuclide species i 

mL g-1  Eq. 6.5.1.2-16 

K di s  
Sorption  
rad ionuclide 

distribution  
es 

for partition) coefficient of 
mL g-1  Eq. 6.5.1.2-13 

K P dis 
Sorption distribution (or partition) coefficient of 
parent of radionuclide species i mL g-1  Eq. 6.5.1.2-13 

KIIS Unsaturated hydraulic conductivity of invert m S-1 Eq. 6.5.2.3-12 

k Boltzmann constant J K-1  Eq. 6.3.4.4-1 

k Parameter in FHH adsorption isotherm dimensionless Eq. 6.3.4.3.2-1 

kcp Parameter in FHH adsorption isotherm for steel 
corrosion products dimensionless Section 6.5.2.2.1 

Forward rate constant for the fast site hr--,  Eq. 6.6.6.1-1 

kHLIVG  
Parameter in FHH adsorption isotherm for HLWG 
degradation rind dimensionless ' Eq. 6.3.4.6.1-1 

Kinetic forward sorption rate constant for 
radionuclide species i M3 11-12 S-1 Eq. 6.5.1.2-14 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

k „, Kinetic reverse sorption rate constant for 
species i 

s 
 

m3 in-2 	1 Eq. 6.5.1.2-14 

k„, Intrinsic permeability of saturated tuff matrix m2 Eq. 6.6.4.2-4 

kr  Reverse rate constant for the fast site hr-1  Eq. 6.6.6.1-1 

krind 
Parameter in FHH adsorption isotherm for CSNF 
degradation rind 

dimensionless Eq. 6.3.4.6.1-1 

k,, Relative permeability of tuff matrix dimensionless Eq. 6.5.3.6-3 

L Length of porous medium m Eq. 6.3.4.1.1-4 

LA 
Diffusive lengths from the cell centers to the cell 
interface within cell A 

m Eq. 6.5.2.5-5 

Diffusive lengths from the cell centers to the cell 
interface within cell B 

m Eq. 6.5.2.5-5 

LDS  Axial length of drip shield m Table 6.3-1 

L DS _Patch 
Axial half-length of each drip shield patch due to 
general corrosion 

m Table 6.3-1 

L f  Diffusive length within the UZ fracture cell m Eq. 6.5.2.5-12 

L I  Diffusive length within the invert cell m Eq. 6.5.2.5-11 

L1-in, Diffusive length of invert-to-UZ interface cell m Eq. 6.5.2.5-24 

Linter Diffusive length within the invert intergranular cell m Eq. 6.6.3.2-2 

L„,„.„ Diffusive length within the invert intragranular cell m Eq. 6.6.3.2-3 

L„, Diffusive length within the UZ matrix cell m Eq. 6.5.2.5-13 

Luz Diffusive length of the UZ fracture and matrix cells m Eq. 6.5.2.5-26 

La,,, Length of waste package m Table 6.3-1 

Lwr _ Patch 
Axial half-length of each drip shield waste 
package due to general corrosion 

m Table 6.3-1 

i Average ionic conductivity at infinite dilution S m2  equivalent-1  Eq. 6.3.4.1.1-7 

'°,l °  Cationic and anionic conductivity at infinite dilution S m2  equivalent-1  Eq. 6.3.4.1.1-6 

e One-half width of corrosion patch in drip shield m Eq. 6.3.2.4-2 

e WP 
One-half width of corrosion patch in waste 
package 

m Eq. 6.3.3.2.5-1 

MA ,  M B  Molecular weights of components A and B g mo1 -1  Eq. 6.6.2-9 

MCP„, Molecular weight of corrosion product CPm kg mo1 -1  Eq. 6.5.2.2.1-3 

M Cr Atomic weight of chromium kg mol l  Eq. 6.5.2.2.1-4 

M  CrOx Molecular weight of Cr203 kg mol l  Eq. 6.5.2.2.1-4 

M Fe Atomic weight of iron kg mol l  Eq. 6.5.2.2.1-4 

MG  Molecular weight of goethite kg mol l  Eq. 6.5.2.2.1-4 
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Notation (Continued) 

Variable Definition Units Where First Used 

M  HFO Molecular weight of HFO kg mol -1  Eq. 6.5.2.2.1-4 

Mn, Atomic weight of metal m in steel kg mol l  Eq. 6.5.2.2.1-4 

M  Ni Atomic weight of nickel kg mol l  Eq. 6.5.2.2.1-4 

M  HD Molecular weight of NiO kg mol l  Eq. 6.5.2.2.1-4 

Mw Molecular weight of water kg mol-1  Eq. 6.3.4.3.2-4 

m Exponent on porosity in Archie's law (cementation 
factor) dimensionless Eq. 6.3.4.1.1-1 

m Fitting parameter dimensionless Eq. 6.3.4.3.1-3 
in Van Genuchten m value dimensionless Eq. 6.5.2.3-14 

m CP 
Mass of corrosion products inside waste package; 
function of time t 

kg Eq. 6.3.4.3.5-3 

MCPm,CS,C,St Mass of corrosion product CPm in CSNF waste 
form domain from corrosion of carbon steel kg Eq. 6.5.2.2.2.1-4  

M  CPm,C, 5 m 

Mass of corrosion product CPm (goethite, HFO, 
NiO, and Cr203) in each domain n from corrosion 
of carbon steel 

kg Eq. 6.5.2.2.1-3 

MCPm,SS,CSA Mass of corrosion product CPm CSNF waste form 
domain from corrosion of stainless steel kg Eq. 6.5.2.2.2.1-4  

MCPm,SS m 

Mass of corrosion product CPm (goethite, HFO, 
NiO, and Cr203) in each domain n from corrosion 
of stainless steel 

kg Eq. 6.5.2.2.1-3 

m Crth ,n ,CS 
mass of Cr203 in domain n from corrosion of 
carbon steel kg Eq. 6.5.2.2.1-4 

mcro,,,,..ss 
mass of Cr203 in domain n from corrosion of 
stainless steel kg Eq. 6.5.2.2.1-4  

mcc iii 
Mass of ground water colloids in the corrosion 
products kg Eq. 6.5.2.7.2-9 

me IVF 
Mass of waste form colloids in the corrosion 
products cell kg Eq. 6.5.2.7.2-9 

MG,n,CS 
Mass of goethite in domain n from corrosion of 
carbon steel kg Eq. 6.5.2.2.1-4  

inG ,,,,ss 
Mass of goethite in domain n from corrosion of 
stainless steel kg Eq. 6.5.2.2.1-4 

mtipo.,,,cs 
Mass of HFO in domain n from corrosion of 
carbon steel kg Eq. 6.5.2.2.1-4 

mHFO,n,SS 
Mass of HFO in domain n from corrosion of 
stainless steel kg Eq. 6.5.2.2.1-4 

M  MO m,CS 
Mass of NiO in domain n from corrosion of carbon 
steel kg Eq. 6.5.2.2.1-4 

mNio.n.ss 
Mass of NiO in domain n from corrosion of 
stainless steel kg Eq. 6.5.2.2.1-4 

m i  Mass of radionuclide species i in waste package kg Eq. 6.6.1.1.1-2 

/h 
Rate of release of radionuclide species i into 
water in waste package kg s-1  Eq. 6.6.1.1.1-1 

nisi, Total mass of steel in domain n kg Eq. 6.5.2.2.1-4 
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Notation (Continued) 

Variable Definition Units Where First Used 

Mw 
Instantaneous total mass of water within the walls 

ft of a drift 
kg Eq. 6.5.1.1-1  

N Factor by which maximum fluoride concentration 
uncertainty is normalized for pH 

dimensionless Eq. 6.5.2.4.1-1 

NA  Avogadro's number molecules mol -1  Eq. 6.3.4.2.3.1-1 

NA , NC 
M
B
o
)
lar diffusive flux of water vapor (A) and oxygen 

( 
mol rn-2 

S
-1 Eq. 6.6.2-10 

N b  
Number of breaches (corrosion patches) in drip 
shield 

dimensionless Eq. 6.3.2.4-2 

NbDS 
Number of breaches (corrosion patches) in drip 
shield 

dimensionless Table 6.3-1 

NbliT 
Number of breaches (corrosion patches) in waste 
package 

dimensionless Table 6.3-1 

N, Number of breaches (corrosion patches) on crown 
of drip shield 

dimensionless Eq. 6.5.1.1.1-1 

Ncw_scc Maximum number of through-wall radial cracks in 
closure-weld region dimensionless Eq. 6.3.3.2.3-1 

ND Normal distribution dimensionless Eq. 6.3.4.1.1-22 

N  S.G Sorption site density for goethite sites nm-2 Eq. 6.3.4.2.3.1-1 

NS,11F0 Sorption site density for HFO sites nm2 Eq. 6.3.4.2.3.1-1 

n Fitting parameter dimensionless Eq. 6.3.4.3.1-3 

n 
Exponent on saturation or water content in power 
law dependence of diffusion coefficient (e.g., 
Archie's law) 

dimensionless Eq. 6.3.4.1.1-2 

n Number of standard deviations dimensionless Section 6.3.4.6.1 
n Time step number dimensionless Eq. 6.5.2.5-1 
n Unit vector in the direction of the flow path dimensionless Eq. 6.5.1.2-5 
n Van Genuchten n value dimensionless Eq. 6.5.2.3-14 

P Pressure Pa Fig. 6.3-8 

Pco, Partial pressure of CO2 Pa Section 6.3.4.2.3 

Po, Partial pressure of 02 Pa Section 6.5.2.4.2 

Po Vapor pressure of water Pa Fig. 6.3-8 

P Slope of the model function dimensionless Eq. 6.6.4.2-6 

P Total pressure atm Eq. 6.6.2-9 

PcA 5 P cB Critical pressure of components A and B atm Eq. 6.6.2-9 

Ay Partial pressure of water Pa Eq. 6.3.4.3.2-1 

p oi,  Vapor pressure of water Pa Eq. 6.3.4.3.2-1 

Z,`,,,,,„ 
Total mass flux (combined advective and diffusive 
mass flux) of waste form colloids per unit bulk 
volume 

kg m-3 s-1 Eq. 6.5.2.5-10 

QcWF 
Net rate of waste form colloid capture on the solid 
surface kg m-3  s-1  Eq. 6.5.1.2-33  
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 
fi  int 
VeivF 

Net rate of waste form colloid capture at the air- 
water interface  

-3 	1 kg m 	s-  Eq. 6.5.1.2-33 

QovFig 

Net rate of waste form colloid removal from 
suspension by means of physical filtering (pore 
clogging, sieving, and straining) and by 
gravitational settling 

kg m-3 s-1 Eq. 6.5.1.2-33 

QcIVFritt 

Net rate of interface transfer of waste form 
colloidal mass between the continua in the dual 
continuum invert 

kg m3  s' Eq. 6.5.1.2-33 

Qc1VEs• Net rate of waste form colloid formation kg m-3 s-1 Eq. 6.5.1.2-33 

Q, Volumetric discharge into the invert m3 
S

-1 Eq. 6.5.2.3-12 

„, 
Q, 

Net rate of various mass transfer process 
involving radionuclide species i m- s-  kg 	3 	1 Eq. 6.5.1.2-1 

n kinetic 
Vint, 

Rate of desorption from stationary iron 
oxyhydroxide corrosion products to solution kg m-3 Eq. 6.5.1.2-8 

ace 
Net rate of sorption of radionuclide species I onto 
immobile colloid surfaces captured by the solid 
matrix 

kg m-3 s-1 Eq. 6.5.1.2-8 

n  vice  

Net rate of sorption of radionuclide species i onto 
immobile colloid surfaces captured by the air- 
water interface 

kg m-3 s-1 Eq. 6.5.1.2-8 

Qiectinlibed 
Rate of mass conversion from dissolved state to 
embedded state onto waste form colloids for 
radionuclide species i 

kg m -3 s-1 Eq. 6.5.1.2-8 

n kinetic 

vie'', 
Rate of kinetic sorption of radionuclide species i 
onto mobile colloid surfaces 

-3 	1 kg m s  Eq. 6.5.1.2-8 

n rep 
Vim 

Net rate of reversible sorption of radionuclide 
species i onto mobile colloid surfaces m3 kg m 	s-1 Eq. 6.5.1.2-8 

Qidp 
Rate of dissolution or precipitation of radionuclide 
species i kg m-3 s-1 Eq. 6.5.1.2-8 

Qinu 
Net rate of interface transfer of dissolved mass 
between the continua in the dual continuum invert kg m-3  s-1  Eq. 6.5.1.2-8 

kinetic 
v is 

Rate of kinetic sorption of radionuclide species i 
onto the solid matrix kg m-3 s-1 Eq. 6.5.1.2-8 

Q
rev 
is 

Net rate of reversible sorption of radionuclide 
species i onto the solid matrix kg m-3 s-1 Eq. 6.5.1.2-8 

Q. Advective water flow per unit bulk volume m3 
Ill

-3 yr-1 Eq. 6.5.2.5-3 

qi Rate of diffusion of radionuclide species i kg s-1  Eq. 6.3.4.3.5-1 

q in Rate of water flow into waste package m3 
S

-1 Section 6.6.1.1.1 

q i„,„e„, "New" rate of water flow into waste package m3 
S

-1 Section 6.6.1.2.1 

g i„ .„ id  "Old" rate of water flow into waste package m3 
S

-1 Section 6.6.1.2.1 

gout Rate of water flow out of waste package m3 S-  1 Section 6.6.1.1.1 

q„,„,,,,„, "New" rate of water flow out of waste package m3 
S

-1 Section 6.6.1.2.1 

qivz 
Scalar specific discharge (Darcy velocity) of water 
in the downward +z-direction 

_.1 m s Eq. 6.5.1.2-47 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

qw Specific discharge vector (Darcy velocity) of water _ , m s Eq. 6.5.1.2-4 

R Radius of waste package m Eq. 6.3.3.2.3-1 

R Universal gas constant J mor, K-1 Eq. 6.3.4.1.1-6 

R  max Maximum 	of dissolved concentration to the mum ratio 
mean solubility 

dimensionless Eq. 6.5.2.4.1-3 

R 2  Coefficient of determination dimensionless Figure 6.3-4 

RA  Particle radius m Table 4.1-9 

R b  Resistance of a porous medium in Rhoades et al. 
1976 [DIRS 173835], Equation 11 

SI Section 6.3.4.1.1 

Rf Retardation factor dimensionless Eq. 6.6.5- 1 

243AM conversion rate to kinetically sorbed to iron 
oxyhydroxide colloids 

-1 yr Eq. 6.5.2.7.2-1 

Rftl, 
243Am conversion rate to kinetically sorbed to iron 
oxyhydroxide corrosion products 

- 1 yr Eq. 6.5.2.7.2-1 

Retardation factor for radionuclide species i dimensionless Eq. 6.5.1.2-39 

RP fi 
Retardation factor for parent of radionuclide 
species i dimensionless Eq. 6.5.1.2-39 

Rrcp Reverse desorption rate for the Ifcp243Am species -1 yr Eq. 6.5.2.7.2-25 

RH Relative humidity kg kg-1  Section 6.3.4.3.1 

R, Resistance of a porous medium n Eq. 6.3.4.1.1-4 

rcs Rate of corrosion of carbon steel - vim yr 1  Eq. 6.5.2.2.1-1 

rD Drift radius m Eq. 6.5.2.3-1 

r li 
P 

Ratio of the mass of radionuclide species i 
produced by decay of the parent species to the 
mass of the parent species lost by decay 

kg kg
_ ,  Eq. 6.5.1.2-10 

rss Rate of corrosion of stainless steel - um yr 1  Eq. 6.5.2.2.1-2 

Dissolution rate of the waste form kg s -1  Eq. 6.6.1.1.1-1 

r++ , Rate  Rate of production of water by chemical reactions s_1  Eq. 6.5.1.1-1 

S Logarithm of actinide solubility dimensionless Eq. 6.5.2.4.1-1 

Sc./  Effective UZ fracture saturation m 3 171-3 Eq. 6.5.2.6-2 

Sn, Water saturation m3 M-3 Eq. 6.3.4.1.1-2 

S,,,e,cP 
Effective water saturation within a corrosion patch 
or r corrosion products m

3 M-3 Eq. 6.3.4.3.5-5  

S.  we,CP,n 
Effective water saturation in all corrosion products 
CPm in domain n f11

3 M-3 Eq. 6.5.2.2.1-12 

s „v.,CPm ,n 
Effective water saturation in corrosion products 
CPm in domain n r11 3 Ill-3 Eq. 6.5.2.2.1-6 

s we,CSNF 
Effective water saturation of CSNF waste form 
domain m3 M .-3 Eq. 6.5.2.2.2.1-8  
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

s w,,DSNF 
Effective water saturation of DSNF waste form 
subdomain m3 m 3 Eq. 6.5.2.2.2.1-21 

S Ive,HLIVG Effective water saturation of HLWG waste form 
subdomain m3 r11-3 Eq. 6.5.2.2.2.1-16 

s we,rind rind 
Effective water saturation of CSNF degradation 

m 3 Ill-3 Eq. 6.3.4.6.1-4 

Swcp  Water saturation in corrosion products domain m3 rfl-3 Eq. 6.6.3-1 

Sv. UZ fracture water saturation m3 Ill-3 Eq. 6.5.2.6-2 

S‘/, UZ fracture residual water saturation m 3 rn3 Eq. 6.5.2.6-2 

Sw inter Water saturation in invert intergranular continuum m3 Ill3 Eq. 6.6.3-2 

S„,_ ;„,„, Water saturation in invert intragranular continuum m3 Ill-3 Eq. 6.5.1.2-22 

s Exponent in FHH adsorption isotherm dimensionless Eq. 6.3.4.3.2-1 

sep  Surface area of corrosion products m2 Eq. 6.3.4.3.5-3 

T.  cFe0 

 

c surface area of mobile iron oxyhydroxide Specific  
colloids m 2 g - 1 Eq. 6.5.1.2-20 

"S7  CP Specific surface area of corrosion products m2 kg_i Eq. 6.3.4.3.5-3 

,.. MI7 
§ ,-.0 Specific surface area of corrosion products CPm 

in domain n m 2 kg -1 Eq. 6.5.2.2.1-6 

T.G Specific surface area of goethite _ m2 	 1 g Eq. 6.3.4.2.3.1-1 

T.Goethite Specific surface area of goethite _ m2 	 1 g Section 6.3.4.3 

'Two Specific surface area of HFO _, m2  g Eq. 6.3.4.2.3.1-1 

s HLWG 
Exponent in FHH adsorption isotherm for HLWG 
degradation rind dimensionless Eq. 6.3.4.6.2-1 

: 5  fiLWG Specific surface area of HLWG degradation rind m2 kg-1 Eq. 6.3.4.6.2-2 

S rind 
Exponent in FHH adsorption isotherm for CSNF 
degradation rind dimensionless Eq. 6.3.4.6.1-1 

• T rind Specific surface area of CSNF degradation rind m2 kg_i Eq. 6.3.4.6.1-4 

— S rind ,n 
Specific surface area of degradation rind in 
domain n m2 kg-1 Eq. 6.5.2.2.2.1-1 

T Temperature K Eq. 6.3.4.1.1-6 

T Transmission coefficient dimensionless Eq. 6.3.4.1.1-11 

KA  ,KB  Critical temperatures of components A and B K Eq. 6.6.2-9 

Tr  Reference temperature K Eq. 6.3.4.3.1-2 

To  Reference temperature K Eq. 6.3.4.1.2-1 

t Remaining thickness of closure lid m Eq. 6.3.3.2.3-1 

t Time s Eq. 6.5.1.1-1 

tf Thickness of a water monolayer m Eq. 6.3.4.3.2-4 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

t ill/ Time for a waste package to fill with water s Section 6.6.1.1 

t, mar Maximum thickness of the invert m Eq. 6.5.2.3-1 

i/ Average thickness of the invert m Eq. 6.5.2.5-5 

t i  Transport number for the ith  ion dimensionless Eq. 6.3.4.1.1-10 

t  LCS,n Lifetime of carbon steel in domain n yr Eq. 6.5.2.2.1-1 

t LSS al Lifetime of stainless steel in domain n yr Eq. 6.5.2.2.1-2 

tmax,CS,n Maximum thickness of carbon steel in domain n m Eq. 6.5.2.2.1-1 

t ,71 55.,, Maximum thickness of stainless steel in domain n m Eq. 6.5.2.2.1-2 

to Time of first breach of the waste package yr Eq. 6.5.2.2.1-3 

t IP/ 2i Half-life of parent of radionuclide species i s Eq. 6.5.1.2-11 

V 
Volume of water vapor adsorbed at water partial 
pressure p,s, m3 kg-1 Eq. 6.3.4.3.2-1 

V (t) Volume of water within a waste package at time t m3  Section 6.6.1.1 

V B  Volume of cell B m3 Eq. 6.5.2.5-4 

V b  Bulk volume of UZ matrix cell m3 kg-1 Section 6.5.2.6 

VG, Pore volume (water volume when fully saturated) 
of corrosion products m 3 Eq. 6.3.4.3.5-3 

VcP,, Bulk volume of corrosion products in domain n m 3 Eq. 6.5.2.2.1-9 

V CP,CSNF 
Bulk volume of steel corrosion products in CSNF 
waste form domain m 3 Eq. 6.5.2.2.2.1-3 

VCSNF Bulk volume of CSNF waste form domain m3 Eq. 6.5.2.2.2.1-3 

V  DSNF Bulk volume of DSNF waste form subdomain m3 Eq. 6.5.2.2.2.1-18 

V 
g 

Volume of crushed tuff granule m3  Section 6.6.3.1 

V  HLWG Volume of HLWG degradation rind m3 Eq. 6.5.2.2.2.1-13 

Vm 
Volume of water adsorbed that provides one 
monolayer coverage on the surface m3 kg-1 Eq. 6.3.4.3.2-1 

V e w n Volume of "new" water in waste package m3 Section 6.6.1.2.2 

Vold Volume of "old" water in waste package m3 Section 6.6.1.2.1 

V V,  Total volume of pore space in bulk invert m3 Eq. 6.5.1.2-27 

V  p _inter lntergranular pore space pore volume m3 Eq. 6.5.1.2-25 

V  p _infra Intragranular pore space pore volume m3 Eq. 6.5.1.2-26 

Vrind Volume of CSNF degradation rind m3 Eq. 6.5.2.1.1.1-1 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

V  rind ,CSNF Volume of CSNF degradation rind in CSNF waste 
form domain m3 Eq. 6.5.2.2.2.1-3 

V.,nd,DSNF 
Volume of CSNF degradation rind in DSNF waste 
form subdomain m3 Eq. 6.5.2.2.2.1-17 

V  rind ,HLWG Volume of HLWG degradation rind in HLWG 
waste form subdomain m3 Eq. 6.5.2.2.2.1-12 

V  rind ,n Volume of degradation rind in domain n m 3 Eq. 6.5.2.2.2.1-2 

V/ Bulk invert total volume m3 Eq. 6.5.1.2-25 

Vti„,„,. Intergranular pore space total volume m3 Eq. 6.5.1.2-28 

Vf intro Intragranular pore space total volume m3 Eq. 6.5.1.2-29 

Vhth 
Volume of water that can be retained within a 
waste package before it overflows m3 Section 6.6.1.1 

Volume of water in the corrosion products cell m3 Eq. 6.5.2.7.2-9 

V,r,CP,CSNF waste form domain 
Volume of water in all corrosion products in CSNF 

m3 Eq. 6.5.2.2.2.1-7 

V w,CP,DSWF 
Volume of water in all corrosionproducts in DSNF 
waste form subdomain m3 Eq. 6.5.2.2.2.1-17 

V w,CP,I1LIVG Volume of water in all corrosion products in 
HLWG waste form subdomain m3 Eq. 6.5.2.2.2.1-15 

V , 
"'''P '" 

Volume of water in all corrosion products in 
domain n m 3 Eq. 6.5.2.2.1-11 

V w,cpm.n domain n 
Volume of water in corrosion products CPm in 

m 3 Eq. 6.5.2.2.1-11 

V  w,CSNF Volume of water in CSNF waste form domain m3 Eq. 6.5.2.2.2.1-7 

Vw,HLWG Volume of water in HLWG degradation rind m3 Eq. 6.5.2.2.2.1-15 

Vo  Volume of water in invert m3 Eq. 6.5.2.3-3 

Vw imer  Volume of water in invert intergranular pore space m 3 Eq. 6.5.2.3-6 

Vw_ t .ntra Volume of water in invert intragranular pore space m3 Eq. 6.5.2.3-6 

i I „vim' Volume of water in CSNF degradation rind m3 Eq. 6.5.2.1.1.1-1 

7  1  W,l'Ill, I ,CSNI,   
Volume of water in CSNF degradation rind in 
CSNF waste form domain m3 Eq. 6.5.2.2.2.1-7 

V „,.,,., . Ds„, Volume of water in DSNF degradation rind in 
DSNF waste form subdomain m 3 Eq. 6.5.2.2.2.1-20 

V w,r irul,HLWG Volume of water in HLWG degradation rind in 
HLWG waste form subdomain m 3 Eq. 6.5.2.2.2.1-15 

V  w,rind ,n Volume of water in degradation rind in domain n m3 Eq. 6.5.2.2.2.1-2 

Pore volume in corrosion products in C
V~,CP,CSNP

SNF  waste 
form domain m3 Eq. 6.5.2.2.2.1-5 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 
1/0.c.,,,,s,,,F  Pore volume in corrosion products in DSNF waste 

form subdomain 
m3 Eq. 6.5.2.2.2.1-20 

VO.CP.IILIVG Pore volume in corrosion products in HLWG 
waste form subdomain m3 Eq. 6.5.2.2.2.1-12 

Vsh.cP,,, Pore volume in all corrosion products in domain n m 3 Eq. 6.5.2.2.1-8 

V ■s,cPm,,, 
Pore volume in corrosion products CPm in 
domain n m 3 Eq. 6.5.2.2.1-7 

VO,CSNF Pore volume in CSNF waste form domain m 3 Eq. 6.5.2.2.2.1-5 

V0,HLWG Pore volume in HLWG waste form subdomain m 3 Eq. 6.5.2.2.2.1-12 

17 Average water velocity m yr-1  Eq. 6.6.5-1 

v c, Average contaminant front velocity _, m yr Eq. 6.6.5-1-1 

W  DS Total unfolded width of drip shield m Eq. 6.5.1.1.1-7 

w Water content percent Figure 6.3-9 

wI  Width of top surface of invert m Eq. 6.5.2.3-1 

W. i 
Volumetric ratio of the intergranular continuum 
volume to the total bulk invert volume rrl 3 rrl  -3 Eq. 6.5.1.2-23  

w
in 
w 

Net mass flow rate of water across bounding 
surfaces by mass transfer kg s-1  Eq. 6.5.1.1-1 

X Linear variable in least squares fit dimensionless Eq. 6.3.4.1.1-19 

x 
Arc length from the crown of the drip shield down 
to a corrosion patch; 
One-dimensional coordinate or distance 

m 
Figure 6.3-2  

Eq. 6.3.2.4-2  

XA Mole fraction of water vapor (species A) in air dimensionless Eq. 6.6.2-8 

XAb Mole fraction of water vapor in the bulk drift air dimensionless Eq. 6.6.2-13 

x As 
Mole fraction of water vapor at the inside surface 
of the outer corrosion barrier wall or closure lid dimensionless Eq. 6.6.2-13 

Y Linear variable in least squares fit dimensionless Eq. 6.3.4.1.1-19 

Y Distance along drip shield crown m Section 6.5.1.1.2.1 

Y Equation for line in linear regression dimensionless Section 6.3.4.6.1 

YA 

Distance along drip shield crown from center of 
breach — farthest point to the left from which 
rivulets can enter breach 

m Eq. 6.5.1.1.2.1-1 

y e  
Distance along drip shield crown from center of 
breach — farthest point to the left from which 
rivulets can enter top of breach 

m Eq. 6.5.1.1.2.1-1 

Yc 
Distance along drip shield crown from center of 
breach — farthest point to the right from which 
rivulets can enter top of breach 

m Eq. 6.5.1.1.2.1-1 

Y D 

Distance along drip shield crown from center of 
breach — farthest point to the right from which 
rivulets can enter breach 

m Eq. 6.5.1.1.2.1-1 

z One-dimensional coordinate or distance m Eq. 6.5.1.2-47 

zi  Charge valence of the ith ion dimensionless Eq. 6.3.4.1.1-10 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

z i„,„fi., Spatial location of the invert/UZ interface m Section 6.5.1.2 

- 	+ z , z Spatial location on the upstream (-) and 
downstream (+) side of the invert/UZ interface m Eq. 6.5.1.2-54 

z+  z_ Valence of cation and anion, respectively; 
magnitude only — no sign dimensionless Eq. 6.3.4.1.1-6 

AC, Concentration difference kg m-3  Eq. 6.3.4.3.5-1 

AF 
w 

Difference between volumetric flow rate into and 
out of the EBS M3 

S
-1 Eq. 6.5.1.1-4 

At Time to empty retained water in waste package s Eq. 6.6.1.2.3-2 

At Time step size from the n th  to the (n+1)th time 
S or yr Eq. 6.5.2.5-1 

Aw Difference between mass rate of flow into and out 
of the EBS kg s-1  Eq. 6.5.1.1-1 

Ax Thickness or length of flow or diffusion path m Eq. 6.3.4.3.5-1 

AY Interquartile range dimensionless Appendix K 

Az Thickness of the outer corrosion barrier wall or 
closure lid m Eq. 6.6.2-13 

0 Cell constant 111_1 Eq. 6.3.4.1.1-14 

A ;  Reaction term accounting for decay and ingrowth 
of species i kg m3S

-1 Eq. 6.5.1.2-1 

A 0  Equivalent electrolyte conductivity at infinite 
dilution S m2  equivalent-1  Eq. 6.3.4.1.1-6 

A 20 •, 
A n 

239 Total effective conversion rate of 243
Am to 	Pu or 

embedded or sorbed species 
-1 yr Eq. 6.5.2.7.2-3 

A , „ 
Am ,GS 

Total effective conversion rate of 243Am to 239 PU or 
embedded or sorbed species, as applied in 
GoldSim 

yr_ ,  Eq. 6.5.2.7.2-10 

0 Colloid target flux out ratio dimensionless Eq. 6.5.2.4-7 

0 Volumetric water content percent Eq. 7.2.1.2-1 

a Drip shield or waste package rivulet spread half 
angle radian or degree Eq. 6.3.2.4-2 

a First-order mass transfer coefficient S-1  Eq. 6.5.1.2-22 
a Forward rate constant for the slow site hr-1  Eq. 6.6.6.1-2 
a Van Genuchten air-entry parameter bar-1  Eq. 6.5.2.3-14 

a
CPin 

Stoichiometric coefficient, number of moles of 
metal m in a mole of corrosion product CPm, 
when the corrosion products are represented as 
FeOOH, Cr2O3, and NiO 

mol m mol l  CPm Eq. 6.5.2.2.1-4 

fi 
Geometry-dependent factor in expression for 
dual-continuum invert interface mass transfer 
coefficient 

dimensionless Eq. 6.5.1.2-24 

fi Reverse rate constant for the slow site hr-1  Eq. 6.6.6.1-2 

16 
Volume fraction of "old" water in total water 
volume of waste package m3 

 m
3 Eq. 6.6.1.2.1-2 

fib Ratio of fitting parameters K Eq. 6.3.4.3.1-2 

7 UZ active fracture parameter dimensionless Section 6.5.2.6 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

rc Colloid mass transfer coe fficient s-i  Eq. 6.5.1.2-21 

7d Dissolved species mass transfer coefficient s-1 
 Eq. 6.5.1.2-21 

8 Stress corrosion crack gap width m Eq. 6.3.3.1-1 

8, Stress corrosion crack gap width, inner surface m Figure 6.3-3 

60 Stress corrosion crack gap width, outer surface m Figure 6.3-3 

S i  
Uncertainty term associated with uncertainty in 
logarithm of solubility product values described by 
normal distribution 

dimensionless Eq. 6.5.2.4.1-1 

2 
Uncertainty term associated with variations in 
fluoride concentration 

dimensionless Eq. 6.5.2.4.1-1 

C Dimensionless surface-area-to-volume ratio dimensionless Section 6.6.3.1 

77r Viscosity of water at temperature T Pa s Eq. 6.3.4.1.2-1 

177.) Viscosity of water at temperature To Pa s Eq. 6.3.4.1.2-1 

1120 Viscosity of water at temperature T= 20°C Pa s Eq. 6.3.4.1.2-1 

0 Volumetric water content percent Eq. 6.3.4.1.1-16 

0a  Number of monolayers of adsorbed water dimensionless Eq. 6.3.4.3.2-2 

Oc  Critical volumetric water content percent Eq. 6.6.4.2-2 

°cp.,' 
Number of monolayers of water adsorbed onto 
corrosion products in domain n dimensionless Eq. 6.5.2.2.1-6 

0 HLWG 
Number of monolayers of water adsorbed onto 
HLWG degradation rind surface dimensionless Eq. 6.3.4.6.2-1 

0i ter  lntergranular water content percent Eq. 6.5.2.3-6 

°infra Water content of invert intragranular continuum percent Eq. 6.5.2.3-10 

omo, 
Minimum volumetric water content for diffusivity to 
be greater than limiting diffusivity percent Eq. 6.6.4.2-5 

Or  Residual water content percent Eq. 6.3.4.3.1-3 

°rind 
Number of monolayers of water adsorbed onto 
CSNF degradation rind surface dimensionless Eq. 6.3.4.6.1-1 

B. Saturated water content percent Eq. 6.3.4.3.1-3 

Water content m3 M-3 Eq. 6.5.1.2-2 

On!  Water content of UZ fracture continuum m3 In-3 Eq. 6.5.1.2-52 

0„,m  Water content of UZ matrix continuum m3 M-3 Eq. 6.5.1.2-53 

ICa Bulk soil or rock conductivity fi l m -1  or S m -1  Eq. 6.3.4.1.1-11 

K. Electrical conductivity of the solution 5-1-1 M-1 or mho/m Eq. 6.3.4.1.1-11 

Electrical conductivity of the solution S2-1 M-1  or S m -1  Eq. 6.3.4.1.1-10 
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EBS Radionuclide Transport Abstraction 

Notation (Continued) 

Variable Definition Units Where First Used 

Ai  Radioactive decay constant for species i s '  or yr' Eq. 6.5.1.2-10 

A!: Radioactive decay constant for parent of species i S 1 or yr' _1 Eq. 6.5.1.2-10 

%i mbed 
First order rate constant for mass conversion from 
dissolved state to embedded state onto waste 
form colloids for radionuclide species i 

s or yr' _-1 Eq. 6.5.1.2-9 

AT, Am 
Total kinetic reaction rate in the corrosion 
products domain, or kinetic conversion rate 

 _, yr Eq. 6.5.2.7.2-11 

2243 4 , 

243Am conversion rate to 239PU 1 yr Eq. 6.5.2.7.2-1 

iL bed / 
4 ' Am 

243Am conversion rate to embedded on waste 
form colloids 

_i yr Eq. 6.5.2.7.2-1 

Al Mean value dimensionless Eq. 6.3.4.1.1-22 

P., Water viscosity Pa s Eq. 6.3.4.4-1 

Vlc 
24'Am 

Stoichiometric coefficient for conversion of 243Am 
to 243Am species embedded on waste form 
colloids 

mol M01-1  243Am Eq. 6.5.2.7.2-2 

V  I fcp 241  Am 

Stoichiometric coefficient for conversion of 243Am 
to 243Am species kinetically sorbed to iron 
oxyhydroxide corrosion products 

mol mol-1 243Am Eq. 6.5.2.7.2-2 

Vif 243 A„, 
Stoichiometric coefficient for conversion of 24 3Am 
to 243Am species kinetically sorbed to iron 
oxyhydroxide colloids 

mol mol l  243AM Eq. 6.5.2.7.2-2 

I/ 11  
- 

9 
Ps,  

Stoichiometric coefficient for conversion of 243Am 
2" 

 
to 	PU 

mol M01 -1 243Am Eq. 6.5.2.7.2-2 

Pb  Dry bulk density of the stationary solid matrix kg m-3  Eq. 6.5.1.2-13 

Pcp„, Density of corrosion product CPm kg m-3  Eq. 6.5.2.2.1-6 

PHL ivc Density of HLWG degradation rind kg m -3  Eq. 6.3.4.6.2-2 

P licp 243  Am Effective conversion rate for the Ifcp243Am species yr' Eq. 6.5.2.7.2-25 

Pi Mass concentration of radionuclide species i kg m3  Eq. 6.5.1.2-1 

Prind  Density of CSNF degradation rind kg m-3  Eq. 6.3.4.6.1-4 

Pscc 
SCC density (max and min): number of through-
wall SCCs per unit seismically damaged area Eq. 6.3.3.2.4-1 

P SCCA 
SCC opening area density (max and min): crack 
opening area per unit seismically damaged area Eq. 6.3.3.2.4-3 

P, Electrical resistivity of a porous medium n m Eq. 6.3.4.1.1-1 

P1 
Bulk resistivity of a partially saturated porous 
medium S-1 m Eq. 6.3.4.1.1-2 

AV Density of water kg m -3  Eq. 6.3.4.3.2-4 

n e 
V W Electrical resistivity of liquid water c2 m Eq. 6.3.4.1.1-1 

P234 A „, Total or effective 243AM conversion rate yr' Eq. 6.5.2.7.2-1 

a Standard deviation dimensionless Eq. 6.3.4.1.1-22 
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Notation (Continued) 

Variable Definition Units Where First Used 
a Residual tensile stress Pa Eq. 6.3.3.2.2-1 

6(x)(x) Standard deviation of the Kd distribution mL g-1  Table 6.6-4 

ca  Standard deviation of the slope of linear 
regression line 

dimensionless Section 6.3.4.6.1 

a I) 
Standard deviation of the intercept of linear 
regression line dimensionless Section 6.3.4.6.1 

ax  Standard deviation of the pore size mm Eq. 6.6.4.1-4 

6. Sample standard deviation dimensionless Section 7.3.1.2 

a ys  Yield strength Pa Section 6.3.3.2.2; Eq. 
6.3.3.2.4-3 

C r  YS DS Yield strength of drip shield material Pa Eq. 6.3.3.2.4-7 

aysivp Yield strength of waste package material Pa Eq. 6.3.3.2.4-8 

0 Porosity m3 r11-3 Eq. 6.3.4.1.1-1 

0 , p Porosity of corrosion products m 3 Ill -3 Eq. 6.3.4.3.5-3 

OCSNF Porosity of CSNF waste form domain m 3 r11-3 Eq. 6.5.2.2.2.1-6 

ODSNF Porosity of DSNF degradation rind m3 ril 3 Eq. 6.5.2.2.2.1-17 

OHLWG Porosity of HLWG degradation rind kg m -3 Eq. 6.3.4.6.2-2 

0/ Bulk porosity of invert m3  m 3  Eq. 6.5.1.2-27 

Ointer Porosity of invert intergranular continuum m3 m3 Eq. 6.5.2.3-10 

Ointra Porosity of invert intragranular continuum m 3 rn -3 Eq. 6.5.1.2-22 

Om Porosity of saturated tuff matrix m 3 Ill-3 Eq. 6.6.4.2-4 

Orind Porosity of CSNF waste form degradation rind m3 m-3 Table 6.3-11 

0. Porosity of SCCs m3 in-3 Section 6.6.2 

OT,DSNF Porosity of DSNF waste form subdomain m3 m-3 Eq. 6.5.2.2.2.1-19 

OT ,HLWG Porosity of HLWG waste form subdomain m3 111-3 Eq. 6.5.2.2.2.1-14 

Ili Capillary pressure Pa Eq. 6.3.4.3.1-1 

lit Moisture potential J kg-1  Eq. 6.6.4.1-2 

V e Air-entry moisture potential J kg-1  Eq. 6.6.4.1-2 

V es 
Air-entry moisture potential at a bulk density of 
1,300 kg m-3 

1 J kg Eq. 6.6.4.1-3 

WT, Capillary pressure at reference temperature Tr  Pa Eq. 6.3.4.3.1-2 

ce)CS.Cr Mass fraction of chromium in carbon steel dimensionless Eq. 6.5.2.2.1-3 

(DCS,Fe Mass fraction of iron in carbon steel dimensionless Eq. 6.5.2.2.1-3 
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Notation (Continued) 

Variable Definition Units Where First Used 

Ciks,m Mass fraction of metal m in carbon steel dimensionless Eq. 6.5.2.2.1-3 

CO 	. cs,N, Mass fraction of nickel in carbon steel dimensionless Eq. 6.5.2.2.1-3 

0G Mass fraction of corrosion products as goethite dimensionless Eq. 6.3.4.2.3.1-1 

CO;  Mass fraction of radionuclide species i released 
per unit mass of waste form kg kg_ ,  Eq. 6.6.1.1.1-1 

WSS,Cr Mass fraction of chromium in stainless steel dimensionless Eq. 6.5.2.2.1-4 

°SS ,Fe Mass fraction of iron in stainless steel dimensionless Eq. 6.5.2.2.1-4 

COss. „, Mass fraction of metal n in stainless steel dimensionless Eq. 6.5.2.2.1-4 

WSS,Ni Mass fraction of nickel in stainless steel dimensionless Eq. 6.5.2.2.1-4 

V 

. a 	a 	k  a 
Del operator: 1— + j — + K — , where i, j, 

ax 	ay 	az 
and k are unit vectors in the x-, y-, and z-
directions, respectively 

re Eq. 6.5.1.2-1 
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STATIONARY PHASES WITH FINITE DIFFERENCE SOLUTION 
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IMPLEMENTATION OF RADIONUCLIDE SORPTION ONTO COLLOIDAL AND 
STATIONARY PHASES WITH FINITE DIFFERENCE SOLUTION 

CONCEPTUAL MODEL 

The colloid transport model accounts for kinetic sorption onto the iron oxyhydroxide (designated 
FeO) mobile colloids and the immobile FeO corrosion products, together with reversible sorption 
onto both waste form (WF) and groundwater (GW) colloids within the corrosion product domain 
of the engineered barrier system. The radionuclides that experience kinetic sorption are the 
plutonium and americium isotopes. Since the material balance equations are written as a mass 
balance, the equations are valid for any solute species. Certain system parameters, such as 
solubility, decay rate, and distribution coefficients, will be dependent on the species. In this 
appendix, the species used for subsequent analysis and discussion is plutonium. The analysis 
and discussion is appropriate for all kinetic sorption species. 

FINITE DIFFERENCE SOLUTION OF TRANSPORT EQUATIONS 

Consider a finite difference approximation of the governing mass balance equations. Several 
modeling assumptions are made to render the subsequent analysis and numerical solutions 
tractable. Simplifying assumptions include: 

• No radionuclide in-growth 

• No precipitation 

• The reverse kinetic sorption rate is a multiple of the forward kinetic sorption rate 

• A 3-cell finite difference grid 

• Cell 1 represents waste form cell with concentration maintained at constant solubility 

• Cell 2 represent the corrosion product domain 

• Cell 3 represents a downstream zero concentration boundary 

• Waste form colloids originate in cell 1 

• Ground water and FeO colloids originate in cell 2 

• No upstream diffusion of groundwater or FeO colloids to cell 1 

• Constant values for all equilibrium distribution coefficients, water contents, advective 
water flux, and waste form solubility. 

Since cells one and three represent boundary conditions, this discretization is a zero-dimensional 
or single cell representation of the processes. Let the time step length be denoted At . Let 
superscript n denote the nth  time step, for example c pnuaq  , denotes the aqueous concentration at 
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the nth  time step. The discretization uses a first order backward difference approximation for the 
time derivative and the advective transport term. The diffusive flux uses a second order 
approximation. This discretization is consistent with GoldSim (GoldSim V. 9.60.100 2007 
[DIRS 181903]). In this model, advection and diffusion of dissolved mass and equilibrium 
sorbed mass to the waste form colloids occur at the left boundary (cell 1 to cell 2 boundary). At 
the right boundary (cell 2 to cell 3 boundary), advection and diffusion of both dissolved mass 
and all colloid sorbed mass occur. Although the water content is time-independent, it may vary 
spatially. If the discretization is fully implicit in concentrations, then the discrete mass balance 
approximation for the dissolved and equilibrium sorbed mass within cell 2, in units of mass per 
unit water volume per unit time, is: 

 

K, 
C "+I  — C n  Pu _ay 	Pu _ay 	...7.ic 	— •7 	 n+1 	 n+1 	 n+1 	 = Q 	 – D—Ieji _ aq ( 

At 	 C  Pu _aq 	D right _aq C  Pu _aq 

 

where 

 

— _WF _col(C  Pn+u 1  aq Cs) —  D right _colK2 CnP u+1  aq 

— f _cp  r f _col  Ak1 )C np,4 1_ a  + 	r 	' n+1  r cp Pu cp • 

(Eq. B-1) 

C  Pu _ay 

Pu _cp 

Pu _col 

concentration of Pu in aqueous solution 

= concentration of Pu in the stationary FeO corrosion product state due to 
kinetic sorption 

concentration of Pu in the FeO colloid state due to kinetic sorption 

= Pu concentration at solubility limit, assumed to be constant. 

The equilibrium sorption to the waste form and groundwater colloids are determined by 
parameters: 

kd 	= dimensionless distribution coefficient for waste form colloids 

kJ _ Glr _to/ = dimensionless distribution coefficient for groundwater colloids. 

Equation B-1 uses the compact notation: 

K1 =1 + Kd WF col + Kd GW col 

K2 = Kd WF col + Kd GW col 

K3 = 1 + Kd WF col • 
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The dimensionless distribution coefficients are given by: 

Kd WF col CWF colK d WF co! 

Kd GW col = cGW colKd Gilt co! 

where 

cWF col 

COW col 

Kd  WF  co! 

Kd GW col _ _ 

waste form colloid concentration in the water 

groundwater colloid concentration in the water 

= waste form colloid equilibrium distribution coefficient 

groundwater colloid equilibrium distribution coefficient. 

The kinetic sorption model is given by: 

_cp 	Fe0 _ cpC Fe0 _cp k 

rf _col = FeO colC Fe0 col k 

rr _ cp  = 0.001rf _ cp  

where 

rf 	 = forward kinetic sorption rate to the FeO corrosion products 

rr _ cp 	reverse kinetic desorption rate from the FeO corrosion products 

r f co, 	 forward kinetic sorption rate to the FeO colloids 

and 

specific surface area of FeO corrosion products 

specific surface area of FeO colloids 

concentration of FeO corrosion products in water 

= concentration of FeO colloids in water 

= kinetic sorption rate constant. 

• Fe0 _cp 

Fe0 co! 

C Fe° _cp 

C Fe0 col 

k 
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The advective transport rate constant is: 

Q = water rate constant [volumetric water flux/volume water in cell]. 

The diffusive rate constants subscript left or right refers to the left or right diffusive boundaries, 
while the subscript aq or col refers to diffusion of the dissolved mass or colloid mass, 
respectively. The diffusive interface terms are determined by the harmonic average, denoted H, 

9DA  w i th of 	ith respect to water volume: 
2L 

Hi  OD A) 
D_ 	2L ) 

1 water 

where 

9 	= cell water content 

D 	= effective aqueous or colloid diffusivity 

A 	= cell diffusive area in the direction of transport 

L 	= diffusive half length from cell center to cell boundary 

"water = cell water volume. 

The discretization of the mass balance for kinetically sorbed Pu mass on the stationary FeO 
corrosion products is: 

n+1 	^ n 
CPu _cp  — C pu cp  n+1 = 	 n+1 	n+1 

	

—rr _cp CPu _cp — Pu 	r 	c _cp 	f cp Pu _aq (Eq. B-2) 
At 

and for kinetically sorbed Pu mass on the mobile FeO colloids: 

"n+1 	-n 
C  Pu col C  Pu col _ 

= 	n 	
n+1 	2:4n+1 

At 	 Pu cocol D  right _col C  Pu _col 	Pu _col + rf _colcrn  Liaq  • (Eq. B-3) 

The mass balance equation, Equation B-1, for the dissolved and equilibrium sorbed mass is 
written in the form of a first order difference equation: 

"+ 1  = a " 	+ a "e 	+ a+ I  c Pu _aq 	1 c Pu _aq 	2 Pu cp 	a3. 

The coefficients in Equation B-4 are determined by defining: 

A = K1 + (5  right _ aq D lefi _ ay 5right _ col -1?2 Dleft Kd _ WF _ col 
5 

+ cp  + rf 	+ AK,)Atcal 

(Eq. B-4) 

ANL—WIS—PA-000001 REV 03 B-4 	 October 2007 



1 = 
1+ kr, + 4At 

(Eq. B-9) 
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then 

a = 
A 

rr cp At 
a 2 = 	—A 

C, (QK 3  + 	+ Dleft  _ coI K _wF  col  )At 
a3 

 
A 

(Eq. B-5) 

(Eq. B-6) 

(Eq. B-7) 

The mass balance equation, Equation B-2, for the kinetically sorbed mass to the corrosion 
products is written as: 

where 

= b e" 	+ b c n+1 
Pu _cp 	1 Pu _cp 	2 Pu _aq (Eq. B-8) 

rf cp At 
b2  = 

1+ (t.rcp 2).At 
(Eq. B-10) 

The mass balance equation, Equation B-3, for the kinetically sorbed mass to the Fe0 colloids is 
written as: 

where 

n+1 ^ n 	 n+1 
Pu col = ecPu col + e2 cPu ay 

1 e = 	  1 1 +(Dright _col + Q + 2)At 

(Eq. B-11) 

(Eq. B-12) 

e2 = 
1+ right _col +Q + 2),At 

(Eq. B-13) 
r _col At 

The mass balance equation for the dissolved mass, Equation B-4, and the mass balance equation 
for the kinetically sorbed mass on the corrosion products, Equation B-8, are coupled by the 
reverse kinetic sorption term. In order to compute a solution of Equation B-4 for CPU '  u+I  aq  

Equation B-8 is used to eliminate the dependence of epn u+1 , in Equation B-4. This results in the 
equation: 
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where 

n+1 
C pu _au  = a1  cnPu aq + a2 CPu cp a3 .  (Eq. B-14) 

= 
1— a2b2 	

(Eq. B-15) 

a2 	a 2 	 (Eq. B-16) 
1 — a 2 b2  

a
3 

= 
1 	b2• -

a
a

3

2 	
(Eq. B-17) 

If concentrations are known at time level n, then Equation B-14 is solved for the dissolved 
concentration at time level n+1, cp̀V aq  . Once C pn+u l  au  is known, Equation B-8 yields c7+,,' cp  and 

Equation B-11 yields "6pna+1 ,01  . 

SAMPLE CALCULATION WITH REPRESENTATIVE PARAMETERS 

A sample calculation is performed to demonstrate the solution technique and illustrate the types 
of behavior that might be expected in this model. Parameter values used in this sample 
calculation are shown on Table B-1. The spatial discretization represents the three cells with 
radial geometry. The diffusive path lengths, diffusive areas, and cell volumes are determined 
from this cell geometry. The radial distances to the outer boundary of each cell and the 
cylindrical length of each cell is shown on Table B-1 (cylindrical length of cell 3 is equal to that 
of cell 2). For this set of parameters, the kinetic reactive rates, advective rate, diffusive rates, 
decay rate, and the dimensionless colloid distribution coefficients are: 

r f cp  = 3.566 x10 7  yr'  

rf  cal  = 0.2600 yr -1  

rr cp  = 0.00 lrf  cp  

Q = 0.09145 yr'  

Diefi aq  = 0.3315 yr I  

D right au  = 0.5315 yr i  

Dief, 	= Dleft a, /100col 

bright _ col — bright aq  I 100 

= 2.9 x10 -5  yr -I  

d _WF _col = 0.025 

_GW _col = 0.01 
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The simulation for the mixing cell (cell 2) concentrations over a 2,000-year time interval is 
shown on Figure B-1. The dominant rate constant, by several orders of magnitude, is the kinetic 
forward rate constant to the corrosion products, rfcp  = 3 /566 x 10 7  yr -1 . However, this large 
rate is mitigated by the reverse or desorption rate r rcp  = 0.001rf , from the corrosion products. 
The large kinetic forward rate is a result of the large mass of corrosion products. For this 
simulation, the amount of corrosion product mass is representative of the total mass of corrosion 
products in a waste package, and all the corrosion products are available at initial time. In the 
TSPA-LA abstraction model, the corrosion product mass is time dependent and a function of the 
corrosion rates for the carbon and stainless steel (see Section 6.5.2.2). 

A calculation with no advective transport is reported on Figure B-2. For this calculation, the 
advective flux rate is set to zero and the dryer environment is represented by assuming the water 
saturation in each cell is one half of the water saturation for the advective case. The FeO colloid 
concentration is approximately one order of magnitude greater, while the dissolved and corrosion 
product concentration decrease slightly. Thus, for diffusion only (zero advection), a 
proportionally higher transport due to the FeO colloids is predicted. 

The qualitative behavior of the concentrations on Figure B-1 shows the concentrations approach 
limiting values or steady state values. These steady state values are determined by assuming the 
time-dependent concentrations have converged to the steady state values in Equation B-4, B-8, 
and B-11. This results in the linear system: 

CPU = a c" 	+ a ass 	+ a3  ay 	1 Pu aq 	2 Pu cp 

ss = b1 	+ b 
ss cPu _cp 	1 Pu cp 	2 c Pu ay 

ssl ss 	 ss 
C  Pu col = ecPu col + e2 cPu _aq 

(Eq. B-18) 

(Eq. B-19) 

(Eq. B-20) 

where the superscript ss denotes steady state values. The solution of this system of equations 
gives the steady state values: 

a3  (1 —  )  
css 	= Pu _aq (I — a, XI — )— a2b2 

ss b2 	ss 
C Pu _cp = 	 

1 — b 	
ay 

1 

ss 	 e2 	ss 
C  Pu col = 	C pu  aq  1— el  

(Eq. B-21) 

(Eq. B-22) 

(Eq. B-23) 

These steady state values are shown on Figure B-1 at 2,000 year. The steady state concentrations 
are reached in approximately 1,500 to 2,000 years. 
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Table B-1. Representative Parameter Values for Sample Calculation 

Parameter Value Units Description 

Cs  1.0 mg L -1  Solubility 

01  0.3 dimensionless Water content of Cell 1 

02  0.4 dimensionless Water content of Cell 2 

03  0.3 dimensionless Water content of Cell 3 

Q 0.1 m3 yr-1  Volumetric water flux 

Kd WF col 10 5  mL g -1  Waste form colloids distribution coe fficient 

K d GW col - 	- 
10 5  mL g -1  Groundwater colloids distribution 

coefficient 

'C  ' Fe° _col 130 m2 g -1 Specific surface area of FeO colloids 

'C'  Fe0 _cp 130 m2  g 1- Specific surface area of FeO corrosion 
products 

c Fe0 col 0.1 mg L -1  Concentration of FeO colloids 

mass Fe0 el) 15000 Kg mass of FeO corrosion products 

CyF col 0.25 mg L - 1 Concentration of waste form colloids 

cGW col 0.1 mg L - 1 Concentration of groundwater colloids 

k 0.02 m yr-1  Forward kinetic sorption rate constant 

V  water 1.093 m3 Water volume 

A, 12.48 m2 Diffusive area Cell 1 

A2  29.88 m2 Diffusive area Cell 2 

A3  102.1 m2 Diffusive area Cell 3 

L, 0.4095 m Half-length of Cell 1 diffusive path 

L2  0.04575 m Half-length of Cell 2 diffusive path 

L3  2.045 m Half-length of Cell 3 diffusive path 

Day 1.3 x 10 -9 m2 S -1 Aqueous diffusivity 

1),,,, 1.3 x 10 -11 m2 s' Colloid diffusivity 

A 2.9 x 10 -5  yr-1  Radionuclide decay rate 

At 20 yr Time step size 
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Ett  

..• . 	. ... ________._ 
--Pu_aq. 

I 	Pu_Fe0_col 
— — steady state 

..._ — 	 -- — steady state 	 _ 
Pu_aq 
Pu_Fe0_coI 

I ..........Pu_Fe0_cp 	— — steady state Pu_Fe0_cp 

0 	200 	400 	600 	800 	1,000 1,200 1,400 1,600 1,800 2,000 
Time (years) 

Source: Output DTN: SNO703PAEBSRTA.001, file Transport Calc Appendix_B.xls, worksheet "advection" 

Figure B-1. Concentrations with Respect to Water Volume, Advection Case 
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Source: Output DTN: SNO703PAEBSRTA.001, file Transport Calc Appendix axls, worksheet "no_advection" 

Figure B-2. Concentrations with Respect to Water Volume, No Advection Case 

ANL-WIS-PA-000001 REV 03 
	

B-9 	 October 2007 



EBS Radionuclide Transport Abstraction 

BOUNDARY FLUXES 

The plutonium mass exiting the corrosion product domain (cell 2) is expected to be proportioned 
such that the mass of plutonium, sorbed onto the colloids is some fraction of the total mass of 
plutonium exiting the system (see Section 6.5.2.4.6). Observations in nature, such as the 
transport of plutonium from the Benham test site (Kersting et al. 1999 [DIRS 103282]), suggest 
that this fraction is about 95 percent. This is expressed as: 

	

12 = 0.95, 	 (Eq. B-24) 

where f2 denotes the ratio of the colloid flux out of the corrosion product domain to the total 
flux out. The kinetic rate constant for conversion of mass kinetically sorbed to the corrosion 
products and FeO colloids is considered a fitting parameter, which is determined so that a 
specified flux out ratio, f2, is honored. In order to obtain this result, the assumption is made that 
the steady state concentration values are attained. 

The right or downstream boundary flux has contributions from advection and diffusion of 
Plutonium in solution and waste form and groundwater colloids together with advection and 
diffusion of plutonium kinetically sorbed onto the FeO colloids. There is no advective or 
diffusive flux associated with the immobile corrosion products. The mass flux rates (kg yr-1 ) at 
the right boundary assuming zero downstream concentrations are: 

Advective Puaq  (kg yr-1) 	 = QV

• 	

watercPssu_aq  

Diffusive Puaq  (kg yr-1 ) = D  

• 

right _aq V  water c  Pssu _aq 

Advective kinetic PUFe0_c (kg yr-I) 	= Q V

• 	

water e  Pssu col 

Diffusive kinetic PUFeco_c (kg yr-1 ) 	= D  

• 

right _col V  water es  spsu _ 0 / 

Advective PUwF_c (kg yr-1 ) = Q

- 

V

• 

wateric _WF_SPssu_aq  

Diffusive PuwF_C  (kg yr-1) = D 	
ss 

• right _col VwaterK  d _WF _c c  Pu _aq 

Advective PuGw c  (kg yr-I ) = Q V  

• 	

water' C  d _GW _cc  Pssu _aq 

Diffusive PuGw_, (kg yr-I ) = D  

• 

right _col V  water' C  d _GW _c c  Pssu _aq • 

The condition discussed in Equation B-24 considers the ratio of the colloid mass to total mass 
flux out the right boundary. The right boundary colloidal flux, F right _colloid due to both reversibly 
and kinetically sorbed Pu is: 

,sss 
" Fright _colloid = V Q waterc Pu _ay + V Q waterc Pu _col + V Q waterK d _WF _c c Pu _ay 

+QVw K 	c'+D, VK 	c" 

	

ater d _GW _c Pu _ay 	ght _col water d _Fe0 _c Pu _aq 
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Pu col e2  
	= 	  

c Pu ay 	1 — el 	Q + Dright _col + 
(Eq. B-29) 
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"  + Dright _col V waterC Pu _col + D right _colV  water' _WF _ccPssu _aq 

+ Dright _col VwaterKd _GW _c Pu _aq 

The total Pu flux at the right boundary is: 

ss 	 V  Fright _total = Fright _colloid +U V waterc Pu _ay + D right _aq water c Pu _ay • 

The right boundary ratio of colloid flux out to total flux out is: 

(Eq. B-25) 

(Eq. B-26) 

Then 

= Fright _colloid 

Fright _Mal 

(Eq. B-27) 

•., ss cPu col  
- 	 ± K2  

C pS Si, _ a q  
SI = 	 (Eq. B-28) CPS ' Pu col — 	Q + Dright _aq  

- + K + K2 
 n  _i_ n  

cpssu _aq 	V --r-  'right _col 

From Equation B-23 and Equation B-11: 

Substitution of Equation B-29 into Equation B-28 gives: 

= rf _col +  PI  

rf + P2 

where 

p 1  — K2 	± D  right _col 4- 2 ) 

■Q + D
ri  P2 = PI + 	+ D  right _col + 2 ) 	n  ght-aq  
right _col 

(Eq. B-30) 

(Eq. B-31) 

(Eq. B-32) 
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Note the limiting flux out ratio S2 satisfies the inequalities: 

0 < K2 	< < 1, 	 (Eq. B-33) 
Q— + right _aq  

2  Q + D  right _col 

where the lower bound on S2 is obtained when rf col  = 0 . Qualitatively, if the advective, 
diffusive, and decay rates dominate the reactive rate constant rf coo  then f2 is close to the 
minimum value. However, if the reactive rate constant dominates, then Q is close to one. 

The limiting flux out ratio for Table B-1 parameter values (k = 2 cm yr -1 ) is f2 = 0.297 ; in other 
words, about 29.7 percent of the total plutonium mass exiting the cell is sorbed onto colloids. 

The kinetic sorption rate to colloids was defined previously as: 

rt _col = FeO _col C  Fe0 _col k 

	
(Eq. B-34) 

where 

k 	 = kinetic sorption rate constant 

SFeO co! 
	 specific surface area of FeO colloids 

C  Fe0 col 	 = concentration of FeO colloid in water. 

Now consider the kinetic reaction rate k a fitting parameter to match a specified flux out ratio Q . 
Then the solution of Equation B-30 for k is: 

k= 	P2C2  PI  
– cl)SFeoc CFeoc  

(Eq. B-35) 

The result in Equation B-35 provides the fitting parameter, k, given a target flux out ratio S2 . 
From the parameter values in Table B-1 and with S2 = 0.95, the kinetic linear reaction rate is 
determined from Equation B-35 as k = 91.05 cm yr -1 . The fitting parameter curve is shown on 
Figure B-3 for a family of FeO colloid concentrations. From Equation B-35 it follows that the 
kinetic rate k depends inversely on the FeO colloid concentration. Therefore, on Figure B-3 as 
the FeO colloid concentration is increased an order of magnitude, the fitting curve is reduced an 
order of magnitude. 
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EBS Radionuclide Transport Abstraction 

Target Flux Out Ratio (0) 

Source: Output DTN: SNO703PAESSRTA.001, file flux out ratio. xis 

Figure B-3. Kinetic Sorption Reaction Rate as a Function of Colloid to Total Flux Out Ratio, 52 
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APPENDIX C 

MICROSOFT EXCEL SPREADSHEET "FLUX SPLIT DRIP SHIELD MODEL" 
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EBS Radionuclide Transport Abstraction 

MICROSOFT EXCEL SPREADSHEET "FLUX SPLIT DRIP SHIELD MODEL" 

SPREADSHEET "FLUX SPLIT DRIP SHIELD MODEL" WORKSHEET 
"F CALCULATIONS" 

• G 

 

N 	0 	P 

   

1 

5 

Br eath How Fraction Calculatien using  Smooth Otto  Shield Data, On Crown Tests 

Tr ► soimal argits are tio nook 
199419 tea 9.9924994.s akulalol on 9Io 

pr.. ar,.3.4- shoo 

clue moezimesAinvP 

Source 
Calaula49.41 r 6-98019 

t4figunt 4 
cood1094491 test. owno90 Kg 
ply 	Y4. And to 
&tomb, rhich 94519 99olies 

9 

10 

11 

02 

11 

14 

15 

14 

17 

18 

19 

20 

27 

23 
24 
ZIS 
29 
27 

24 

Source. DTN: M00207EBSATBWP.023 IDIRS 163402]; MN: M00207EBSATBWP.024 [DIRS 163401]; 
DTN: M00207EBSATBW13 .026 [Din 163403]. Output DTN: SNO703PAEBSRTA.001. file Fita Split Dap 
Shield Modetxls, worksheet 1 calculations' 

Figure C-1, Calculation of Experimental Breach Flow Fractions and Model Flow Fractions for Mean 
Minus One Standard Deviation Rivulet Spread Angle 

The purpose of this spreadsheet is to develop the drip shield flux-splitting submodel using 
experimental data from the breached drip shield experiments. The data are analyzed to estimate 
an average and range of the rivulet spread angle, a _ The disparity between measured fraction of 
dripping flux that enters a breach and the fraction calculated using the model (with the measured 
range of the rivulet spread angle) is then used to establish a range of uncertainty in the model. 

All descriptions for this worksheet (Figures C-I to C-4) pertain to Rows 9-22. Equations in 
spreadsheet format are illustrated using Row 9. 
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Column B: 	Drip location as indicated for each test in the designated DTN (Figure C-1). 

Column C: 	Breach or patch number most pertinent to this particular test, for which flow is 
analyzed in this row of the spreadsheet. 

Column D: 	Drip location, y, relative to the center of the breach listed in Column C. 

Column E: 	Distance along the drip shield curved surface, x, from the drip shield crown to the 
top of the breach. 

Column F: 	Half-width, e , of the breach (13.5 cm), same for all breaches. 

Column G: 	Measured mass of water, F1 , dripped onto the drip shield during the test. It is 
assumed that half of the water that dripped onto the drip shield, F 1  / 2 , flowed 
down the side that contained the breach. 

Column H: 	Measured mass of water, F2  that flowed into the breach during the test. 

Column I: 	Fraction of water dripped onto the drip shield that flowed into the breach: 

F2  2F2  
f expt 	

/ 2 	
Fi 

19= H9*2/G9 

Column J: 	x tan a, where x is from Column E, and a is the spread angle. For Columns J-X, 
the value used for a is 8.8708° (Cell $M$7), which is one standard deviation less 
than the mean measured spread angle for these tests (see Worksheet "Spread 
angles"). 

J9=$E9*TAN(RADIANS($M$7)) 

Column K: 	Case number as described in Sections 6.5.1.1.2.1 and 6.5.1.1.2.2. For Case 1, 
e > x tan a; for Case 2, t < x tan a ; x is from Column E, and the half-width of the 
breach, „e , is from Column F. 

K9=1F($F9>J9,1,2) 

Column L: 	Value of yA  (Point A) as described in Sections 6.5.1.1.2.1 and 6.5.1.1.2.2, 
corresponding to the leftmost point from which the edge of the fan from the 
rivulet can enter the left side of the breach: 

yA  =—e—(x+ 2e)tan a 

L9=-$F9-($E9+2*$F9)*TAN(RAD1ANS($M$7)) 
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Column M: 	Value of y li  (Point B) as described in Sections 6.5.1.1.2.1 and 6.5.1.1.2.2, 
corresponding to the leftmost point from which rivulets will enter the top edge of 
the breach. The value of y8  depends on the Model Case number (Column K): 

ya  = -f x tan a 	 Case 1. 

ye  = - X tan a 	 Case 2. 

M9=1F(K9=14-$F91-$E9*TAN(RADIANS($147))), 
($F9-$E9*TAN(RADIANS(SM$7)))) 

Column N: 	Value of yr. (Point C) as described in Sections 6.5.1.1.2.1 and 6.5.1.1.2.2, 
corresponding to the rightmost point from which rivulets will enter the top edge 
of the breach. The value of yc  depends on the Model Case number (Column K): 

yc. = -xtana 	 Case 1. 

- 1 - xtana 	 Case 2. 

N9=1F(K9=-1,($F9-SE9*TAN(RADIANS(SM$7))), 
(-$F9+$E9*TAN(RADIANS(SM$7)))) 

Column 0: 	Value of y e , (Point D) as described in Sections 6.511.2.1 and 6.5.1.1.2.2. 
corresponding to the rightmost point from which the edge of the fan from the 
rivulet can enter the right side of the breach: 

y i , = 	(x 2e)tan a 

09=SF9+($E9+2*$F9)*TAN(RADIANS($M$7)) 

Column P: 	Determines which region (designated as Fraction Case 14) along the crown where 
the drip is located: 

1. y y A  
2. y , < y -f 
3. -f<yrys  

4. VC y 
5. < y< 
6. f y < y t, 

7. yi, 

P9=IF(D9<=L9,I,IF(D9<=-F9,2.1F(D9<M9,3, 
IF(D9<=N9,4,IF(D9<F9,5,IF(D9<09.6.1F(D9>=09,7))))))) 
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8 / 

9 	0 2471 

10 0  2580 

11 	0 1360 

Cc  0 2359 

13 	00724 

14 	00190 

15  0 0305 

16  0 0320 

17 	02748 

03 	0  1773 

19 	0 0201 

20 0  0129 

21 	0 0129 

22 0 0646 

EBS Radionuclide Transport Abstraction 

The mead angles are the mean. 1-
sigma. end Usigrn a, c alculated on the 
"Spread Anges" sheer 

Foe ∎  •  5.0700 deirtars 

I 
eta./ s ) 

Afed.r/ 
Cgs. 
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1 	I 	I 

A-lactic 
a  Case 
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1 ...,. 

1 	I 	1 	I 	I These are the Y valUeS c alculated. 
given a.1. and._ k74 #4,Ch 
measurement Note that 11 and Yc 
ag. dkfortrif depenOng on the 

These are ihec elculahons thae represent the 7 dair etre Fraction 
c as! 5 In the rnodel Some are constants (1 or 01   

At fl fJ II fit if h" ra ra Yc El 

21.3040 2 •39 0930 -7 9040 7.8040 39 0180 5 0.6291 0.0000 0.9213 113046 3 6337 0 6291 0.6479 0 0000 

13 4223 1 .311363 .0 0777 0 0777 311363 4 1.0000 a woo 0 8827 1 0029 10000 1 0029 0 8827 0 DODO 

13.4223 1 •311363 -00777 0 0777 311363 3 5.11539 0.0000 0.7693 0 8539 1.0000 11519 0.9961 0.0000 

213040 2 -31 0180 -7 6040 7.8040 39.0180 4 11.  633 7 0.0000 0 7645 0 8160 0 6337 0 8168 0 7645 00000 

134223 1 -311363 -0 0777 3 0777 111363 2 0.1173 0.0000 0 1173 -0 01329 10000 2.0087 1.6482 0 0000 

213040 2 -39 OM -7.8040 7 6040 39.0180 6 0.2355 0.0008 12936 14505 0 6337 0 1832 02155 0 0000 

21 3040 • 39 WOO -7.8040 7 8040 39.0180 2 0.2355 0.0000 0 2355 01832 0 6337 1 4505 12936 0 0000 

134223 1 •311363 -0 0777 0 0777 311363 6 18.1173 0 0000 16482 2 0087 10000 •0 0021 0 1173 0.0000 

213040 2 -39 0180 78040 7.8040 39 0180 4 11.6337 0.0000 0 7645 0 8158 0 6337 0 8168 0 7645 0 0000 

21.3040 2 -39 3180 -7 8040 7 8040 39 OM 4 8.6337 0 0000 0 7045 oaisa 0 6337 aim 0 7645 0 0000 

213040 2 - 390180 -78040 7.8040 390100 6 5.2355 00000 12936 1 4505 0 6337 0 1832 0.2355 0 0000 

213040 39 0180 • 7 8040 7 8040 new 6 52355 0.0000 1 2936 1 4505 0 6337 01032 0.2355 0.0000 

13 4223 I .311363 -0.0777 0.0777 311363 0.1173 0 0000 01173 -0 0029 10000 2 0087 10482 0.0000 

134223 I - 311363 -0.0777 0 0777 3 11363 2 1.1173 0 0000 0.1173 -0.0029 10000 20087 1 6482 (loom 
23 

Source: Output DTN SNO703PAEBSRTA.00 1, file Flux Split Drip Shield Model xis, worksheet 1 calculations' 

Figure C-2. Calculation of Model Flow Fractions for Mean Minus One Standard Deviation Rivulet 
Spread Angle 

Columns R though X (Figure C-2) compute the fraction of dripping flux 	that is predicted to 
flow into a breach, assuming the drip location is within each of seven regions along the crown. 
Although 	is computed for all seven regions, it is valid in only one of the regions. The 
correct valid region is determined in Column P (Fraction Case #), and the appropriate value from 
Columns R through X is entered in Column Q. 

Column 0: 	is the fraction of dripping flux onto the drip shield that is predicted by the 
drip shield flux-splitting submodel, Equations 6.5.1.1.2-2 through 6.5.1.1.2-6 
or 6.5.1.1.2-19 through 6.5.1.1.2-23, for Cases 1 and 2, respectively. fa, is 
intended to be compared with .4„, (Column 1). The value of fat, is selected from 
Columns R through X, depending on the appropriate Fraction Case # (Column P). 

Q9=IF(P9=1,R9,IF(P9=2,S9,IF(P9=3,T9,IF(P9=4,U9, 
IF(P9=5,V9,IF(P9=6,W9,IF(P9=7,X9))))))) 

___IIIJIK!kjk4 	N 	0 	P 	Q 	A  81  T 	U 	V i W I X r 

1 :roma,* 
2 
3 

- 4 
-6 
-1 
-7 

TMs ;el perlorms a 
conditional test. colly0P11100 

to Wit% Yc. Yd. and! to 
determine which cut applies 

This cal is the f value 
detetmned b  the 
appropriate case ol the 7 
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Column R: 	Value of 	in region 1 ( y 5 y 4 ), where frak = O. 

Rg=0 

Column S:  Value of f„, in region 2 ( y ., < y 

v+ f+(x+20tatia 
talc 

2(x ÷ 2r)tan a 

S9=(D9+F9+(E9+2*F9)*TAN(RADIANS(RA$7)))/ 
(2*(E9+2*-F9)*TAN(RADIANS($M$7))) 

Column T.  Value of f„, in region 3 ( - F < y < 	): 

y+ f+ A.  tan a 

2x- tan a 

T9=(D9+F9A-E9ITAN(RADIANS(SM$7)))/(2`EWTAN(RADIANS(SM$7))) 

Column U:  Value or fa  in region 4 ( 	y Yr.): 

21  

2x tan a 

U9=lF(K9=1.1,(21F9/(21E9*TAN(RADANS($M$7))))) 

Column V:  Value of Li, in region 5 ( y,, <y < ): 

, -y-i-e+xtana 

tana 

V9=(-D9+F9+E9*TAN(RADIANS(SM$7)))/(2*E9*TAN(RADIANS(SM$7))) 

Column W:  Value of fa, in region 6 ( 	< y r, ): 

- - 	( x + 2f)tan a 
2(x 20tana 

W9=(-D9+F9+(E9+2*F9)*TAN(RADIANS(SM$7)))/ 
(2*(E9+2*F9)*TAN(RADIANS(SM$7))) 

Column X:  Value of f„ 1, in region 7 ( y yo  ) where j: 1, = U : 

X9=0 
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Y 	li AA .: _i_. 	___l A6 	AC 	AD 	AE 	AF 	AG ; 	AM 	1 	Al L A.I 	! 	AK 	► 	At 	1 	AM 
I 
2 
3 
4 
5 
6 

• 

7 	 roe ...  .  13.1527 desires 

8 	el'eat a / 

Mole 
/ 

Case 
0 Ye PI Ye IV 

FIJC/Ar 

isCue 
• I  ....,,. II a 11 14 F If /7 

9 	318968 2 51 7061 -18 3968 18_3968 517061 4 0.4232 0  0000 0  7814 0  8370 0  4232 0  5862 05720 0  0000 

10 	20 0962 2 -39 9054 -6.5962 6  5962 399054 4 0.671H 0.0000 0.7556 0  8359 0  6718 0.8359 a 7556 0  0000 

11 	20 0962 2 -39 9054 -6 5962 65962 39_9054 2 0.6759 0  0000 0.6799 0.7364 0.6718 0  9354 0.8314 0  0000 

12 	318968 2 -51.7061 .18 3968 18  3968 51.7061 4 0.4232 0.0000 0.6767 0  7116 0  4232 0  7116 05767 0 00003 

13 	20 0962 2 -39 9054 -6 5962 6  5962 39 9054 2 0.2444 0  0000 0  2444 0  1641 0  6718 15077 12669 0  0000 

14 	318968 2 51 7061 18  3968 18  3968 517061 6 0.3233 0.0000 10300 11349 0  4232 0  2884 0.3233 0  0000 

15 	318968 2 -51 7061 18  3968 18 3968 51 7061 2 0.3233 0.0000 0.3233 0 2884 0  4232 1  1349 1  0300 0  0000 

16 	20 0962 2 - 39 9054 .6.5962 65962 31.9054 6 0.2444 0.0000 1.2669 15077 0.6718 0.1641 02444 0  0000 

17 	31 8968 2 -517061 .18 3968 18 3968 51 7061 4 0.4232 0.0000 0.6767 0  7116 0  4232 0  7116 0.6767 0  0000 

18 	316968 2 -51.7061 .18 3968 18 3968 51 7061 4 0.4232 0  0000 0  6767 0  7116 0  4232 0  7116 0  6767 0  0000 

19 	316968 2 - 517061 -18 3968 18  3968 517061 6 0.3233 0.0000 t0300 11349 0  4232 0  2884 0.3233 00000 

20 	31 6968 2 -51 7061 -18 3968 18  3968 51 7061 6 0.3233 0  0000 1.0300 1,1349 0  4232 02884 0.3233 0.0000 

21 	20  0962 2 -39 9054 -65962 65962 39 9054 2 0 2444 0 0000 02444 0  1641 0  6718 1.5077 1.2669 0  0000 

22 	20.0962 2 -39 9054 -6.5102 6 5962 39.9054 2 0.2444 0  0000 0.2444 0  1641 0  6718 1  5077 12610 0  0000 

Source: Output DTN SNO703PAEBSRTA.001, file Flux Split Drip Shield Model.xls. worksheet "f calculations" 

Figure C-3. Calculation of Model Flow Fractions for Mean Rivulet Spread Angle 

Columns Y though AM (Figure C-3) repeat the calculations performed in Columns J though X 
using the mean rivulet spread angle of a =13.1527 ° (Cell $A13$7). For Row 9, the spreadsheet 
equations are as follows: 

Y9=$E9*TAN(RADIANS($AB$7)) 
Z9=1F($F9>Y9,1,2) 
AA9=-$F9-($E9+21F9)*TAN(RADIANS(MB$7)) 
AB9=1F(Z9=1,(-$F9+$E9*TAN(RADIANS(MB$7))),($F9-$E9*TAN(RADIANS(SABS7)))) 
AC 9=IF(Z9=1 ,($F9-$E 9*TAN(RADIANS(MC$7 ))),(-$F 9+$E9*TAN(RADIANS(SAB$7 )))) 
AD9=$F9+($E9+2*$F9)*TAN(RADIANS($AB$7)) 
AE9=IF(D9<=AA9,1,IF(D9<=- 

U9,2,IF(D9<AB9,3,IF(D9<=AC9,4,IF(D9<U9,5,IF(D9<AD9,6,IF(D9>=AD9,7))))))) 
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AF9=1F(AE9=1,AG9,1F(AE9=2,AH9.1F(AE9=3,A19.1F(AE9=4,AJ9,1F(AE9=5,AK9.1F(AE9 
=6,AL9,IF(AE9=7,AM9))))))) 

AG9=0 

AH9=(D9+F9+(E9+2*F9)*TAN(RADIANS(SABS7)))1 
(2*(E9+2*F9)*TAN(RADIANS(SAB$7))) 

A19=(D9-1-F94-E9*TAN(RADlANS(SAB$7)))/(2*E9*TAN(RADIANS(SAB$7))) 

Ad 9=1F (Z9=1 ,1 .(21F9/(21EWTAN(RADIANS(SAB$7))))) 

AK9=(-D9+F9+E9*TAN(RADIANS(SAB$7)))/(2*E9*TAN(RADIANS($AB$7))) 

AL9=(-D9+F9+(E9-1-2*F9)`TAN(RADIANS(SAB$7)))/ 

(2*(E9+2*F9)*TAN(RAD1ANS($AB$7))) 

AM9=0 

Columns AN though BB (Figure C-1 ) repeat the calculations performed in Columns J though X 
using a rivulet spread angle of a =17.2903 0  (Cell SAW). which is one standard deviation 
greater than the mean rivulet spread angle. For Row 9. the spreadsheet equations are as follows: 

AN19=SE9"TAN(RAD1ANS($AQ$7)) 

A09=1F($F9>AN9,1,2) 

AP9=-$F9-($E9+21F9)*TAN(RADIANS($AQ$7)) 

AQ9=1F(A09=1,(-$F9-1-$E9*TAN(RADIANS(SAQ$7))),(SF9- 
$E9*TAN(RADIANS($AQ$7)))) 

AR9=1F(A09=1,($F9-$E9*TAN(RADIANS(SAQ$7))), 
(-$F9+$E9*TAN(RADIANS(SAQ$7)))) 

AS94F9+($E9+2*$F9)*TAN(RADIANS(SAQ$7)) 

AT9=1F(AH9<=AP9,1,1F(AH9<=-AJ9,2,1F(AH9<AC)9,3,1F(AH9<=AR9,4, 
IF(AH9<AJ9,5.1F(AH9<AS9.6,IF(AH9>=AS9,7))))))) 

AU9=1F(AT9=1,AV9,1F(AT9=2,AW9.1F(AT9=3,AX9,1F(AT9=4,AY9,1F(AT9=5,AZ9,1F 
(AT9=6,BA9,1F(AT9=7,13139))))))) 

AV9=0 

AW9=(D9+F91-(E9+2"F9rTAN(RADIANS($AQ$7)))/ 
(2 4 (E9+2*F9)*TAN(RADIANS(SAQ$7))) 

AX9=(D9+F9+E9*TAN(RADIANS(SAQ$7)))/(2*E9•TAN(RADIANS(SAQ$7))) 

AY9=IF(A09=1 ,1 ,(21F9/(21E9*TAN(RAD1ANS(SAQ$7))))) 

AZ9=(-D94-F9+E9*TAN(RADIANS(SAQ$7)))1(2*E9*TAN(RAD1ANS(SAQ$7))) 

BA9=(-D9+F9+(E91-2*F9)*TAN(RADIANS(SAQ$7)))/ 
.2*(1:9-{ 2*F9)*TAN(RAD1ANS(SAQS7))) 

B139=0 
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a Yr r* Ye Ye' 
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26 7700 2 -48.6746 432700 132700 48.6746 3 moo 0 3081 02479 0.504 3 12564 10757 0 0000 

Source: Output DTN: SNO703PAESSRTA.001, file Flux Split Drip Shield Model.xls, worksheet "f calculations" 

Figure C-4. Calculation of Model Flow Fractions for Mean Plus One Standard Deviation Rivulet Spread 
Angle 

Rivulet spread measurements are listed in Column D, Rows 6-31 (Figure C-5), for 26 tests 
described in the indicated DTNs. The sketch to the right shows the relationships between 
measured rivulet spread ("1/2 spread") and the "1/2 spread angle," a . The average, p, of 
the 26 spread measurements (Cell D33) is 20.096 cm, with a standard deviation, a, of 6.674 cm. 
The uncertainty in the spread angle is incorporated into the drip shield flux-splitting submodel by 
assigning a range for the rivulet spread of ,u, t la , with one standard deviation being reasonably 
representative of the spread observed in the measured spread angles. The mean rivulet spread 
and Pr  ±la are shown in Cells K6-K8. The rivulet spread is converted to spread angle in Cells 
L6-L8 using the relation shown on the sketch that defines a : 

No  
a 

tan -1( -, 
x 
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EBS Radionuclide Transport Abstraction 

where wr  is the rivulet "1/2 spread" (cm). and x is the distance from the crown to the spread 
measurement location (cm). The Microsoft Excel equation for the mean spread angle is: 

1_6=DEGREES(ATAN(K6/0$4))) 

where $N$4 = x = 86 cm for these tests. The Microsoft Excel function ATAN returns a value in 
radians, which must be converted to degrees using the DEGREES function. 

Also included in this worksheet is a sketch (Figure C-6) showing the dimensions and locations of 
breaches in the drip shield mockup used in the experiments. The sketch appears in the scientific 
notebook from the experiments (Howard 2002 [DIRS 161516], p. 14), and is also shown on 
Figure 4.1-1. Section 4.1.1. 

SPREADSHEET "FLUX SPLIT DRIP SHIELD NIODEL" WORKSHEET 
"SPREAD ANGLES" 

923 

Source. DIN• M00207EBSATBWP.023 [DIRS 163402]; DTN: M00207EBSATBWP 024 [DIRS 1634011; 
DTN: M00207EBSATBWP.025 [DIRS 1634031 Output DIN: SNO703PAEBSRTA.001, file Flux Split Drip 
Shield Model. xis, worksheet *Spread angles." 

Figure C-5. Calculation of Rivulet Spread Angle 
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EI3S Radionuclide Transport Abstraction 

Source -  Howard 2002 [DIRS 161516], p. 14. Output DTN: SNO703PAEBSRTA.001, file Flux Split Drip Shield 
Model.xls, worksheet -Spread angles." 

Figure C-6. Dimensions and Locations of Breaches in Drip Shield Mockup Used in Breached Drip Shield 
Experiments 
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SPREADSHEET "FLUX SPLIT DRIP SHIELD MODEL" WORKS' 1 F.ET "SUMMARY" 

Drip Shield Model: Comparison Of Measured and Modeled Fraction of Drip Seepage Flowing into a Breach 

This epterodsheet compares results from the "Atlas Breached Waste Package and Drip Shield Ecpenroants Brearhea Drip Shield Tests" (documented 
TD•EBS-MD000025,03 REV CO  with the model developed With, -Eat Radionuclide Trunspon aberrection" CANL-W1S-PA•0330001 REV D21 last 

Pala Me taken directly from the TOMS for this comparison 

td111102.4.6L 
Spreading angles are calculated from the test data in the sheet titled Aperod INTIM 

2 Green spread snipe and tell geoinhly, blown, fractions are calculated for owl-. the lest date and the model In the worksheet fgaigedgkeig 

a Geometnc data For each measurement Calf) and the spread angle ate used 13 deforme which all assert the 
measurement cCmetlynnctS to 

Is Far each leer result the apprannale cane model.  101 applied in calculate ihe seepage flow friction r 

3 The seepage /radians calculated ham both itte test and model era titled and compered in the two tablet titled below m the Smaray worksheet 

10 

11 

Notes 
16 	Source date DINs are noted where source data la used •  
17_ 	Model equations are pf0Vided on the cakiilitiOnill sheets 

15 	Data in tibiae below re linked directly to the earculational worksheets 
19 

Source: 

13  
14j 
Ts 

BSC 2003 [D1RS 1634081 Output DTN: SNO703FlAEBSRTA.001, file Flux Split Drip Shield lutodel.xls, 
worksheet "Summary." 

Figure C-7. Summary of Drip Shield Flux-Splitting Submodel 

This worksheet, beginning with Figure C-7, summarizes the calculations in worksheets "Spread 
angles" and "f calculations." 

The first table (Figure C-8). "Measured Breach Flow Fractions and Calculated Breach Flow 
Fractions," Rows 25-43. Columns B-1, is identical to Table 6.5-2. Columns B-E are identical to 
the same respective columns described earlier for worksheet "f calculations. "  Column F is 
identical to Column I in worksheet "f calculations. "  Columns G -I summarize the calculated 
fraction of the dripping flux that the flux -splitting submodel predicts should flow into the breach, 
for the minimum, mean, and maximum spread angles. The minimum spread angle is specified to 
be one standard deviation less than the mean of the measured spread angles. The maximum 
spread angle is specified to be one standard deviation greater than the mean of the measured 
spread angles. Column G is identical to Column Q of worksheet "f calculations." Column H is 
identical to Column AF of worksheet "f calculations." Column I is identical to Column AU of 
worksheet "f calculations." 

Rows 39-43. Columns F- I, show the results of Microsoft Excel  functions "AVERAGE."  
"STDEVA,"  "MEDIAN." "MIN". and "MAX." respectively, as applied to Rows 25-38. 
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Source Output DTN. SNO703PAEBS1RTA.001, file Flux Split ❑rfp Shield Model.xls, worksheet "Summary." 

Figure C-8. Summary of Drip Shield Flux -Splitting Submodel 

The second table (Figure C-9), "Comparison of Measured and Calculated Breach Flows," is 
identical to Table 6.5-3. Column K is again the drip location. Column L is the fraction of 
dripping flux that flowed into a breach as measured experimentally; this is identical to Column F 
of the preceding table, or Column I in worksheet "f calculations." The next three columns (M-0) 
show the difference between the predicted breach flow fraction, L ik  and the measured fraction, 

, for the minimum, mean, and maximum rivulet spread angle. Columns P-R show the ratio 
f„,/, 	for the minimum, mean, and maximum rivulet spread angle. 

Rows 39-43, Columns L-R, show the results of Microsoft Excel functions "AVERAGE." 
"STDEVA," "MEDIAN," "MIN," and "MAX," respectively, as applied to Rows 25-3S. 
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Figure C-9. Summary or Drip Shield Flux-Splitting Submodel Comparing Measured and Calculated 
Breach Flows 

Finally, a plot in worksheet "Summary" (Figure C-10) compares the calculated f:„6  with the 
measured L ip , (Column F) for the minimum, mean, and maximum spread angles (Columns G, 
H. and 1, respectively): the 	and fa,. values that are plotted on Figure C-10 are shown on 
Figure C-8. The diagonal line in the plot represents 	= 	All values of 	lie above the 

line 	f,„ indicating that the drip shield flux-splitting submodel overestimates the flow 
i nto  breaches. 

19 
20 
21 

22 

23 

24 

25 

26 

27 

2$ 

29 

3131  
32 

32 

34 

35 

36 

37 

38 
39 
40 
41 
42 
43 

ANI--WIS-PA- 00000l REV 03 	 C-13 	 October 2007 



• 

8.87 	11.15 
• 9 • 

Comparison of Calculated and Measured F for 
Various a 

1 00 

0.50 
0.80 

0.70 

.7, 060 
-5  

▪ 

0 50 

 0.40 

0 30 

0 20 
0 113 

0 00 
0 	 1.1 	 CI 5 

Measured f 

t7 29 

3$ 
40 
41 
42 
43 
44 
45 
46 
47 
48 
49 
50 
51 
52 
53 
54 
55 
xsa 
57 
58 
59 
60 
61 
62 
63 
64 
65 
66 
67 
68 
69 
70 

71 
72 
73 
74 
75 
76 
77 
78 
79 
80 
81 
82 
83 

14 1 

EBS Radionuclide Transport Abstraction 

A 	 0 	 E F O 	H 	I 	J 
Mean 0 1110 

_ 

0.4139 0.3797 	0,3977 
Sid Dv.,  $055 0.3048 0.1418 	0.0958 
Median 0 0486 0.2355 I0.3233 	0.3177 
Minimum 0.0129 0 1173 0.2444 	0.3177 
Maximum 0 2748 10000 0.6799 	0 5043 

\ Summary/ Spread angles f calculations 

Source Output DTN: SNO703PAEBSRTA.001, file Flux Split Drip Shield Model.xls, worksheet "Summary." 

Figure C-10. Comparison of Calculated and Measured Breach Flow Fractions for Drip Shield Flux-
Splitting Submodel for Minimum (8.871, Mean (13.151, and Maximum (17.29°) Rivulet 
Spread Angles 
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EBS Radionuclide Transport Abstraction 

MICROSOFT EXCEL SPREADSHEET "FLUX SPLIT WASTE PACKAGE MODEL" 

SPREADSHEET "FLUX SPLIT WASTE PACKAGE MODEL"—WORKSHEET 
"F CALCULATIONS" 

Source DTN: M00207EBSATBWP 023 [DIRS 163402], DTN M00207EBSATBWP 025 [DIRS 163403] Output 
DTN SNO703PAEBSRTA 001, file Flux Split Waste Package Model.xls. worksheet "f calculations." 

Figure D-1 
	

Calculation of Experimental Breach Flow Fractions and Model Flow Fractions for Mean 
Minus One Standard Deviation Rivulet Spread Angle 

The purpose of this spreadsheet is to develop the waste package flux-splitting submodel using 
experimental data from the breached drip shield experiments. The data are analyzed to estimate 
an average and range of the rivulet spread angle, a . The disparity between measured fraction of 
dripping flux that enters a breach and the fraction calculated using the model (with the measured 
range of the rivulet spread angle) is then used to establish a range of uncertainty in the model. 
Whereas the drip shield submodel is based on data from on-crown drip locations, the waste 
package submodel uses off-crown drip data, for which the drip location is some distance away 
from the crown of the drip shield mockup. 

AU descriptions for this worksheet pertain to Rows 9-34. Equations in spreadsheet format are 
illustrated using Row 9. 

Column B:  Test type. The first three columns (B-D) help identify uniquely, each test as 
described in the designated DTN. 
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EBS Radionuclide Transport Abstraction 

Column C: 

Column D: 

Column E: 

Test date. 

Drip location as indicated for each test in the designated DTN. 

Breach or patch number most pertinent to this particular test, for which flow is 
analyzed in this row of the spreadsheet. 

Drip location relative to drip shield center. Applies only to Bounding tests, further 
defining the drip location as specified in the DTN. 

Breach location relative to drip shield center. Applies only to Bounding tests, 
further defining the breach location as specified in the DTN. 

Drip location, v, relative to the center of the breach listed in Column E. 

Vertical distance, x, from the drip location to the top of the breach. 

Half-width, e, of the breach-13.5 cm, same for all breaches. 

Measured mass of water, F1 , dripped onto the drip shield during the test. For the 
on-crown drips, it is assumed that half of the water that dripped onto the drip shield, 
F, /2 , flowed down the side that contained the breach. For these off-crown tests, 
the full dripping flux is assumed to flow down the side where the drip is located. 

Measured mass of water, F2 , that flowed into the breach during the test. 

Fraction of water dripped onto the drip shield that flowed into the breach: 

Column F: 

Column G: 

Column  H: 

Column L 

Column J: 

Column K: 

Column L: 

Column M: 

F, 
je, = —

F 
 . 

M9=L9/K9 

Columns N through AB perform calculations that result in f.,„fr , the fraction of dripping flux that 
is predicted by the model to flow into a breach. 

Column N: x tan a , where x is from Column I, and a is the spread angle. For Columns N-AB, 
the value used for a is 5.5037° (Cell $Q$7), which is one standard deviation less 
than the mean measured spread angle for these tests (see Worksheet "Spread 
angles"). 

N9419*TAN(RADIANS(SQ$7)) 

Column 0:  Case number as described in Sections 6.5.1.1.2.1 and 6.5.1.1.2.2. For Case 1, 
f > x tan a ; for Case 2, 1' < x tan a ; x is from Column I, and the half-width of the 
breach, e  ,  is from Column J. 
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EBS Radionuclide Transport Abstraction 

Column T:  Determines which region (designated as Fraction Case #) along the drip shield 
relative to the center of the breach where the drip is located: 

1. y y, 
2. y 4  < y 
3. - e y < ya  
4. Ys 	yc  
5. yc. r yr e 
6. VC Yn  

7. Y Yn 

T9=1F($H9<=P9,1,1F($1-19<=-$..19,2,1F(SH9<Q9,3, 
IF($1-19<=R9,4,1F(SH94J9,5,1F($H9<89,6,1F(SH9>=S9,7))))))) 

Source: Output DIN: SN0703PAEBSRTA.001. file Flux Split Waste Package Model.xls, worksheet calculations." 

Figure 0-2. Calculation of Model Flow Fractions for Mean Minus One Standard Deviation Rivulet 
Spread Angle 

Columns V though AB compute the fraction of dripping flux 1,1, that is predicted to flow into  a 
breach, assuming the drip location is within each of seven regions listed above under Column T. 
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IBS Radionuclide Transport Abstraction 

Column AA: Value of LA, in region 6 ( y < y0  ): 

AA9=(-H94-..19+19*TAN(RADIANS(SQS7)))/ 
(2*19*TAN(RADIANS(AA9SQ$7))) 

Column AB: Value of f .„1,. in region 7 ( y Y D ) where j;,, - 0: 

AB9=0 

Source: Output DTN: SNO703PAEBSRTA.001, file Flux Split Waste Package Model, xls, worksheet '1 calculations' 

Figure D-3. Calculation of Model Flow Fractions for Mean Rivulet Spread Angle 

Columns AC though AQ repeat the calculations done in Columns N though AB using the mean 
rivulet spread angle of a -13.7326° (Cell SAM), For Row 9, the spreadsheet equations are as 
follows: 

AC9=$19*TAN(RADIANS(SAF$7)) 
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AD9=1F(S,19>AC9,1 ,2) 

AE9=-$,.19-($19+21J9)*TAN(RADIANS($AFS7)) 

AF9=1F(AD9= ,(-$J9 +$19*TAN(RADIANS(SAF$7 ))),($J9-$19*TAN( RA DIANS(SAF$7)))) 

AG9=1F(AD9=1,($J9-$19*TAN(RADIANS(SAF$7))),(-$J9+$19*TAN(RADIANS(SAF$7)))) 

AH9=&19+($19+21J9)*TAN(RADIANS($AF$7)) 

Al9=1F09<=AE9,1 .1F($1-19<=-$J9.2.1F(SH9<AF9,3, 
IF($H9<=AG9,4,1F(SH94J9,5,1F(SH9<AH9,6,1F(SH9>=AH9,7))))))) 

AJ9=1F(A19=1,AK9,1F(A19=2,AL9,1F(A19=3,AM9,1F(A19=4,AN9.1F(A19=5,A09.1F(A19=6,A 
P9,1F(A19=7,AQ9))))))) 

AK9=0 

AL9=N9+,19+(19+2*J9)*TANI(RADIANS(SAF$7)))/ 
(2*(19+2*,19)*TAN(RADIANS($AF$7))) 

AM9=M9+,19+19*TAN(RAD1ANS(SAF$7)))/(219*TAN(RADIANS(SAF$7))) 

AN9=IF(AD9= 1, 1 ,(21J9/(2*$19*TAN (RAD1ANS($AF$ 7))))) 

A094-H94-J9+19*TAN(RADIANS(SAF$7)))/(219*TAN(RADIANS($AF$7))) 

AP9 -=(-H9+,19+(19+2*J9)*TAN(RADIANS(SAFS7)))/ 
(2*(194.2%19)*TAN(RADIANS($AF$7))) 

AQ9=0 

Columns AR though BF (next page) repeat the calculations done in Columns N though AB using 
a riN Wet spread angle of a = 21.9614 ° (Cell $AL1$7), which is one standard deviation greater 
than the mean rivulet spread angle. For Row 9. the spreadsheet equations are as follows: 

AR9=SI9*TAN(RADIANS($AU$7)) 

AS9=1F($.19>AR9,1 .2) 

AT9=-$.19-(5191-2*$J9)*TAN(RADIANS(SAUS7)) 

AU9=1F(AS9=1,(4,19+$19*TAN(RADIANS(SAU$7))),($J9-$19*TAN(RADIANS(SAUS7)))) 

AV9=1F(AS9=1,(-$J9+$19•TAN(AV9RADIANS(SAU$7))),($.19- 
$19*TAN(RADIANS(SAUS7)))) 

AW9-4J9+($19+21,19)*TAN(RADIANS(SAUS7)) 

AX9=IF(SH9<=AT9 , 1 ,1F(SH9<=-$J9 2 ,1F(SH9 <AU 9 ,3 .1F(SH9 <=AV9 ,4 , 
1F(SH9<$J9,5,1F($1-19<AW9,6,1F($H9>=AW9,7))))))) 

AY9=1F(AX9= 1 ,AZ9 .1F(AX9=2 ,BA9 ,1 F(AX9=3, BB9 ,IF(AX9=4 ,BC9 ,1F(AX9= 5, BD9 I F 
(AX9=6.13E9,1F(AX9=7,BF9))))))) 

AZ9=0 
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BA9=M9 4- J9 4- (19+2*J9)*TAN(RADIANS(SAU$7)))/ 
(2*(19+2*J9)*TAN(RADIANS(SAU$7))) 

BB9=N9+J9+19*TAN(RADIANS(SAU$7)))/(219*TAN(RADIANS(MU$7))) 

BC9=1F(AS9-1,1,(21J9/(2119*TAN(RADIANS(SAU$7))))) 

BD9=(-H9+,19+19*TAN(RADIANS(SAU$7)))/(219*TAN(RADIANS(SAU$7))) 

BE9=(-H91-J9+(19+2*J9)*TAN(RADIANS(SAUS7)))/ 
(2*(19+2*J9)*TAN(RADIANS(SAU$7))) 

BF9=O 

Source: Output DTN: SNO703PAEBSRTA 001, file Flux Split Waste Package Morietris, worksheet 'f calcu[ations - 

Figure 0-4. Calculation of Model Flow Fractions for Mean Plus One Standard Deviation Rivulet Spread 
Angle 
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EBS Radionuclide Transport Abstraction 

SPREADSHEET "FLUX SPLIT WASTE PACKAGE MODEL"—WORKSHEET 
"SPREAD ANGLES" 

Source: DIN. M00207ESSAIBW13 .023 [DIRS 163402]; DTN: M00207EBSATBWP.025 piRs 1634031 Output 
DIN SNOTO3PAEBSRTA.001, file Flux Split Waste Package Model.xls, worksheet 'Spread angles.' 

Figure 0-5. Calculation of Rivulet Spread Angle 

In this worksheet, the mean and range of the rivulet spread angle a is determined from spread 
measurements. The drip locations are off-crown, at the 16.5° and 33° positions on the drip shield 
mockup. These angles are the angular distances from the crown about the center of curvature of 
the drip shield: thus, the crown is at 0', and the transition from the curved top surface to the 
vertical side of the drip shield is located about 60° from vertical. The actual distance (arc length) 
from the crown to the 16.5° line is 43 cm: from the crown to the 33° line the distance is 86 cm: 
and from the crown to the transition line the distance is 150 cm. The distance x from the drip 
location to the spread measurement location (the 33° line or the transition line) is shown in 
Columns E and H, respectively. 

Columns B and C identify the pertinent tests as described in the designated DTNs. In each test, 
the spread of rivulets to the right and to the left of the drip location was measured. The spread 
distance measured at the 33° line is listed in Columns F and G. The spread distance measured at 
the transition line is listed in Columns I and J. For drips at the 33° location, no rivulet spread 
was measured, although splattering upslope may have resulted in some rivulets appearing at the 
drip location. 
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EBS Radionuclide Transport Abstraction 

The sketch below from the scientific notebook for the experiments (Howard 2002 
[D1RS 161516], p. 14) indicates the dimensions and locations of breaches on the drip shield 
mockup used in the tests. This sketch is also shown on Figure 4.1-1, Section 4.11 

Source: Howard 2002 [DIRS 161516], p. 14. Output DIN: SNO703PREBSRTA.001, fie Flux Split Waste Package 
Model.xls, worksheet "Spread angles." 

Figure 0-6. Dimensions and Locations of Breaches in Drip Shield Mockup Used in Breached Drip 
Shield Experiments 
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EBS Radionuclide Transport Abstraction 

Source: Output DTN: SNO703PAEBSRTA.001. file FAD( Spilt Waste Package Modetxls. worksheet "Spread angles.' 

Figure D-7. Calculation of Rivulet Spread Angles and Statistical Measures 

In Column M, Rows 9-28 (Figure D-7), all of the spread measurements (right and left) at 
the 33° line are listed for the 16.5° drip location from the Q(Film) and Bounding tests. In 
Rows 31-47 (Figure D-7), the spread from 16.5° drips measured at the transition are listed for the 
Q(film) and Bounding tests. In Rows 50-59, the spread from 33° drips measured at the 
transition are listed for the Bounding tests. In Column N, the distance, x, from the drip location 
to the measurement location is listed. In Column 0, the spread angle. a . is computed from the 
rivulet spread, w, (cm): 

-1( 4' a tan H, 

The spreadsheet equation for Row 9 is: 

09=DEGREES(ATAN(M9/N9)) 
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In Column R (Figures D-7 and D-8), the mean spread angle and standard deviation are shown for 
comparison for three groups of data—drip location at 16.5° measured at 33°, drip location at 16.5° 
measured at the transition line, and drip location at 33° measured at the transition line. The 
statistics for all measurements are computed in Column U. The mean rivulet spread angle 
(Cell U19) and the bounds on the range for spread angle, as defined by the mean minus one 
standard deviation (Cell U21) and the mean plus one standard deviation (Cell U22), are used in 
Worksheet "f calculations" as the basis of the waste package flux-splitting submodel to compute 
the predicted fraction of dripping flux that flows into a breach, j: ah  , with one standard deviation 
being reasonably representative of the spread observed in the measured spread angles. 

L M N 	0 	 I 	Q _ S i  
29 
30 
31 135 107 7.1909 
32 195 107 10 3284 
33 180 107 9 5491 
34 22.0 107 11 6185 
35 15,0 107 7 9801 
36 35 0 10? 18 1131 
37 19.0 107 10.0691 Drip at 16.5'. 
38 17.0 107 9.0276 Spread Angle 

39 220 107 11.6185 No or mei 	17 
40 140 107 7 454 3 Mean 	111561 
41 160 107 8.5046 Sid Dev 	4110299 
42 46.0 107 23.2632 
43 27 0 107 14  1622 
44 160 107 8.5046 
45 19.0 107 10 0691 
46 230 10? 121313 
47 19 0 107 10 0691 
48 
49 
50 11.0 64 9 7524 
51 150 64 13.1906 
52 170 64 14  8757 Drip at 33•. 
53 90 64 8 0047 Spread Angle 
54 8 5 64 7 5653 No or me: 	10 
55 170 64 14 8757 Mean 	11.5340 
56 170 64 14 8757 Sid Dev 	3.212 
57 17  0 64 14  8757 
58 9.5 64 8.4432 
69 100 64 8  8$07 

Source: Output DIN: SN0703PAEBSRTA 001, file Flux Split Waste Package Model xls. worksheet "Spread angles." 

Figure D-8. Calculation of Rivulet Spread Angles 
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SPREADSHEET -FLUX SPLIT WASTE PACKAGE MODEL"-WORKSHEET 
"SUMMARY" 

Waste Package Model: Comparison of Measured and Modeled Fraction of Drip Seepage Flowing into a Br each 

This spreadsheet comperes re-suns from the 'Ales Breached Waste Package and Drip Shield Esperimerds Breached Drip Shield Tests' (nocumensed 
n TDR.€65 M11330]25-00 RE'," 00) wrlh the modal developed in the "EBS Radionuclide Transport Abstraction' (alult.liMS-PA-01133001 REV 02) Test 
data ors taken directly tram the TINS for this comparison 

01.1 hodoloay  
I Spreading angles are calculated from the lost data m the sheet Wed Spread encoel 
2 Gwen spread aright and test geometry. imago fractions are calculated ror coil• re Wsl data and the modal in iha worksheet fsekehithaad 

a Geometric date for each measlear110111 (s.y.l) and the spread angle ara used to determine which of 7 caries the 
measurement corresponds to 
b Fat each that result the appropriate case model is applied to calculate the seepage Row fraction f 

3 The seepage fractions calculated herr both she test end model am listed and compered in the two tables haled below Miles Sesrowery woricshei- 

15 	Source data Nets are noted where source dale to used 
15 	Model equations art presided on M. culculational sheets 
17 	Detain tablets below re linked directly to the calculananal worksheets 
18 
19 

Source: BSC 2003 [DRS 1634061. Output DTN: SN0703PAEBSRTA.001, file Flux Split Waste Package Modefxls, 
worksheet "Summary." 

Figure ID-9. Summary of Waste Package Flux-Splitting Submodel 

This worksheet, beginning with Figure D-9, summarizes the calculations in Worksheets "Spread 
angles" and "f calculations." 

In the first table (Figure D-10), "Measured Breach Flow Fractions and Calculated Breach Flow 
Fractions," Columns B, C, D, and E are identical to Columns D, E, H, and I described earlier for 
Worksheet "f calculations." Column F ( 	) is identical to Column M in Worksheet 
"f calculations." Columns G-I summarize the calculated fraction of the dripping flux that the 
flux-splitting submodel predicts should flow into the breach, for the minimum, mean, and 
maximum spread angles. The minimum spread angle is specified to be one standard deviation 
less than the mean of the measured spread angles. The maximum spread angle is specified to be 
one standard deviation greater than the mean of the measured spread angles. Column G is 
identical to Column U of Worksheet "f calculations." Column H is identical to Column of 
Worksheet "r calculations." Column I is identical to Column AY of Worksheet "f calculations." 

Rows 50-54, Columns F-I, show the results of Microsoft Excel functions "AVERAGE." 
"STDEVA," "MEDIAN." "MIN," and -MAX," respectively, as applied to Rows 25-49. 
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Source Output DTN: SNO703PAEBSRTA,001. file Flux Split Waste Package Model.xls, worksheet - Summary - 

Figure D-10. Summary of Waste Package Flux-Splitting Submodel 

In the second table (Figure D-1 I), "Comparison of Measured and Calculated Breach Flows," 
Column K is again the drip location. Column L is the fraction of dripping flux ( few ) that 
flowed into a breach as measured experimentally; this is identical to Column F of the preceding 
table, or Column M in Worksheet "f calculations." The next three columns (M-0) show the 
difference between the predicted breach flow fraction, .f.„ h  , and the measured fraction, f , for 
the minimum, mean, and maximum rivulet spread angle. Columns P-R show the ratio 	Lxr , 

for the minimum, mean, and maximum rivulet spread angle. 
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Rows 50-54, Columns L-R, show the results of Microsoft Excel functions "AVERAGE." 
"STDEVA. - -MEDIAN,- -MIN," and "MAX." respectively, as applied to Rows 25-49. 
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Source. Output DIN SN0703PAEBSRTA.001, file Flux Split Waste Package Macletxls, worksheet 'Summary." 

Figure 0-11. Summary  of Waste Package Flux-Splitting  Subrnodel Comparing  Measured and Calculated 
Breach Flows 
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EBS Radionuclide Transport Abstraction 

Lastly, a plot in Worksheet "Summary" (Figure D-12) compares the calculated f .„1, with the 
measured f„,,, for the minimum, mean, and maximum spread angles; the few, and 1„, values 
that are plotted on Figure D-I 2 are shown in Figure D-10. The diagonal line in the plot 
represents feak, = fe,„. Most values of fak  lie above the line f,„1, = f,„, indicating that the 
waste package flux-splitting submodel tends to overestimate the flow into breaches. 

Source: Output DIN: SNO703PAEBSRTA.001. file Flux Split Waste Package Model.xls, worksheet 'Summary." 

Figure D-12. Comparison of Calculated and Measured Breach Flow Fractions for Waste Package Flux-
Splitting Submodel for Minimum (5.501, Mean (13.73), and Maximum (21.96°) Rivulet 
Spread Angles 
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APPENDIX E 

MICROSOFT EXCEL SPREADSHEET "FLUX SPLITTING VALIDATION" 
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EBS Radionuclide Transport Abstraction 

MICROSOFT EXCEL SPREADSHEET "FLUX SPLITTING VALIDATION" 

SPREADSHEET "FLUX SPLITTING VALIDATION"—WORKSHEET "SPLASH 
RAD VS NUMBER" 

Source .  Output DTN: SNO703PAESSRTA.001, file Flux  Splitting Validation  xls, worksheet  "Splash  Red vs Number.' 

Figure E-t Effect of Number of Drips on Splash Radius 

In this worksheet (Figures E - 1 to E-3), the effect of the number of drips on the splash radius is 
analyzed using data from dripping on the crown in the rough drip shield tests. This analysis is 
used for validation of the drip shield flux -splitting submodel. The splash distance or radius (cm) 
to the left and to the right of the drip location are listed in Columns A and B, respectively. The 
number of drips in each test is given in Column C. The type of measurement —inner cluster (I) or 
outer fringe (0)— is indicated in Column D. These data and the urN from which they were 
obtained (M00207EBSATBWP.021 [DIRS 163399]) are also presented in Table 7.1 - 1. In 
Row 26, the sum of the splash radii is shown. Rows 27, 28, and 29 give the mean, standard 
deviation, and median for each column. The mean, standard deviation, and median for all 40 
splash radius measurements are listed in Column G, Rows 11, 12, and 13, respectively. 

The plot to the right in Figure E - 1, which is reproduced as Figure 7.1 - 1, shows the dependence of 
splash radius on the number of drips. As indicated beneath the figure, the data are the same as in 
the table, but organized by type of measurement farther down in this worksheet. The Trendline 
tool in Microsoft Excel is used to fit a quadratic curve to the inner cluster and outer fringe data. 
The correlation coefficient is shown for each curve, and the correlation equation is shown for the 
inner cluster curve. A second degree polynomial was chosen for the Trendline in order to 
display the expected behavior—the splash radius should increase with the number of drips. but 
eventually reach a maximum. A functional form such as y  =  y„,,„(1  e'  ) may be more 
appropriate, but because this is nonlinear in the fitting parameter a, a simple linear least squares 
fit using Trendline is not possible_ Since the object is simply to demonstrate a correlation, a 
more accurate lit to the data is not necessary. 
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EBS Radionuclide Transport Abstraction 

On Figure E-2, the experimental data from the top of the worksheet are reorganized by type of 
measurement and, in Figure E-3, all left and right measurements are consolidated for plotting in 
the plot at the top of the worksheet (shown in Figure E-1). 

Source: Output DTN SNO703PAEBSRTA.001, file Flux Splitting Validation.xls, worksheet "Splash Rad vs Number." 

Figure E -2. Effect of Number of Drips on Splash Radius; Data Organized by Type of Measurement 
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Source: Output OTN: SNO703PAESSRTA.001, file Flux Splitting Validation.xls, worksheet "Splash Rad vs Number." 

Figure E-3. Effect of Number of Drips on Splash Radius; All Left and Right Measurements Are 
Consolidated 

SPREADSHEET "FLUX SPLITTING VALIDATION"-WORKSHEET 
-SPLASH RADIUS" 

For validation of the drip shield and waste package flux-splitting submodels, splash radius data 
are analyzed for measurements on the rough drip shield surface, with dripping on the crown and 
at off-crown locations. Data for crown drip locations are used for the drip shield submodel 
validation, and off-crown drip locations are used for the waste package submodel validation. 
The statistics (mean, standard deviation, median, mean plus one standard deviation, and mean 
minus one standard deviation) are shown in Column I. Rows 19-23 for crown drip locations, and 
in Rows 37-41 for off-crown locations. The data actually used in the model validation are the 
minimum and maximum values for more than 20 drips, Cells H11 and 19, respectively, for crown 
locations, and Cells H31 and 136, respectively, for off-crown locations. 
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1 

2 

A 	 E 	F 

Splash Radius Determination, Rough Drip 
13 1 

Surface, Dripping 
L M 	I 	N 

Shield on Crown 

3 Source Data 

4 Calculated results 

5 Drips Lett (cm ► Right (cm) 
6 *ash Radiur lest 81 • HQuyh Cr:s Sun ace 	Crown 10 20 2.0 
7 21 5D 4.0 
8 60 080 22.0 
9 143 350 480 

10 203 350 48.0 
11 Splash Radius Test *2 • Rough OS Surf ace Crown 21 3.5 4,0 
12 82 105 19.0 
13 149 315 300 
14 207 450 40.0 
15 Splash Radius Test 03 Rough OS Surf act Crown 30 75 9.0 
16 82 190 175 
17 137 28.0 27.5 
18 205 290 280 

21.8 
20 Std. Elev. 14.8228 
21 Median 20.5 
22 Mean.SO 7 023354 
23 Mean•SO 36 661395 
24 
25 

26 Splash Radius Determination, Rough Drip Shield Surface. Dripping off Crown 
27 
28 Source Dee a 

29 Calculated results 

30 *Drips Left (cm) Right (cm) 
31 Splash Redius T es I M4 	Rough OS Surf ace 	33 degrees 31 3 3.5 
32 82 5.5 6 
33 
34 Splash Radius Test 05 Rough OS Surface - 16 5 degr ees 

158 6.5 6.5 M00207EDSATBVP.021 

lY  22 9 10 
35 82 13 14  5 
36 156 14 15 
37 Mean 9875 
38 Std Elev 4.349112 
39 Median 1.75 
40 Mean-SD 4  525038 
41 Mean•SD 1322411 
l7 

14 	4 ► 	\ Splash Rad vs Nurnbet ),Splash Radius/ Rough DS L  Rough off crown WP model / 	14 1 

Source: DTN .  M00207EBSATBWP 021 [DIRS 163399]. Output DTN: SNO703PAEBSRTA.001. file Flux Splitting 
Validation.xls. worksheet "Splash Radius." 

Figure  E-4. Splash Radius  Determination 
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EEIS Radionuclide Transport Abstraction 

SPREADSHEET "FLUX SPLITTING VALIDATION"—WORKSHEET "ROUGH DS" 

This worksheet provides calculations for validation of the drip shield flux-splitting submodel 
based on data from rough drip shield surface tests. An overall view of the worksheet is shown in 
Figure E-5 to show the layout of the worksheet, and individual tables are then presented more 
legibly and described in detail on following pages. 
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t  \ Splash Rad vs Nuntmr_____,CSplash Radius Rough DS Rough off crown WP model 

Source: DIN: M00208EBSAT8WP.027 (DIRS 163404]. DIN: M00208EBSATI3VVR028 [DIES 163405]. Output 
DIN: SNOTO3PAE8SRTA 001, file Flux Splitting Validation.xis, worksheet "Rough DS." 

Figure E-5. Worksheet Overview 
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H 	 I 	J 	K 	L 	M 	N 	 0 

•.001141 000 000 000 
0.03040 000 000 0 00 

109 65 109 73 0.08 0.000541 
109.52 109 79 0 27 0.001831 
10967_ 	110 .68 101 0.001163 

1.172341 000 0.00 C 00 
0.003134 0.00 0.00 0 00 

109 12 109 47 0 35 0.092283 
10918 120 29 1111 1.040760 
109 60 109 99 0 39 0.011017 

0_024003 000 000 0 00 
0.000000 0.00 000 000 

2 
3 
4 
5 
6 
7 
8 
9 

te 

12 
13 
14 
15 
16 
17 

•••-vi 1134) B5 Initial B5 Final 65 Inflow 
	

(65) 

18 
19 
20 
21 
22 Breaches that shout(' have Now we highlighted in bold 
23 

AO/ 

Me an 

Sid Dev 
Medi an 

0.001847 
0.036540 
0 000549 
0.001836 
0.006963 

1.172341 
0.003834 
0.002283 
0.040760 

0 00017 
0.024003 
0 000000 
0 . 108498 
0.335328 
0.005398 

EBS Radionuclide Transport Abstraction 

A H 
I Drip Shield Model Valication Using Rough Surface Data, On-Crown Results 

3 
	

Source Data 
4 
	

Calculated results 
5 
6 
	

Input Tare Input final 	Input (g) 	Bd Initial 	64 Final B4 Inflow 	(841 
7 MuIt le Patch Tests, Rough DS Surface  DPI M00208E8SATEIWP.1127 
B 	81 cm left of DS center 29 47 -262 E13 292 35 106  46 106 73 0 27 0.001847 
9 	27 cm left of DS center 68 45 -220 IX) 288 45 10664 111 91 5 27 0.036540 
10 27 cm nghl of DS center 68 19 .223.43 291 62 000 0.00 0 00 
11 	27 cm right of DS center 41 52 -252.61 294 13 0 00 0  00 0 00 
12 81 cm right of DS center 78 71 -211 39 290 10 000 000 0 OD 
13 Boundonq Flow Rate Tests, Rough OS Surface  DIN: M00208EBSATBWP.028 
I4 54 cm left of DS center (High) 81309 482 34 330 74 107 43 301.30 193 87 1.172341 
15 27 cm tel of CIS center (High) 7138 15 459 50 328 55 99 75 100.38 0 63 0.003834 
16 27 cm right of DS center (High) 744 25 437 60 306 65 000 0 CIO 0 00 
17 27 cm nght of DS center (Low) 874 56 329 41 545 14 0 CO 0 00 0130 
18 27 cm nght of DS center (Low) 744 80 674 00 70 80 000 000 0 OD 
19 27 cm left of DS center (Low) 815....5 701 93 113 32 107 50 108 86 1 	3E1 0.024003 
20 54 cm left of DS center (Low) 695 48 577 38 118 10 000 000 0 W 0.000000 
21 
22 
23 

Breaches that shoo 

  

Source: DTN: M00208EBSATBWP.027 [DIRS 163404], DTN M00208EBSATBWP.028 [DIRS 163405). Output 
DIN: SNOTO3PAEBSRTA.001. file Flux Splitting Validation.xls, worksheet 'Rough DS." 

Figure E-6. Calculation of Experimental Breach Flow Fractions 

Source: Output DTN. SNO703PAEBSKA 001, file Flux Splitting Validation.xls, worksheet "Rough DS. -  
Figure E-7. Summary of Experimental Breach Flow Fractions 
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Tests are identified in Figure E-6 in Column A. Columns B and C are raw data-the initial and 
final water mass in the input water container_ Column D is the difference between Columns B 
and C (e.g.. D8=B13-C8). giving the mass of water dripped onto the drip shield. Columns E and 
F are the initial and final masses of water in the Breach B4 collection vessel. The difference, in 
Column G (e.g., G8=F8-E8). is the mass of water that flowed into B4. In Column H 
(Figure E-7), the fraction of the dripping flux that flowed into B4, f, (134), is calculated for 
tests in which the flow into B4 was greater than zero (e.g., H8=2*G8/08). Because the dripping 
was onto the crown, it is assumed that only half of the total input (i.e., D8/2) flowed down the 
side of the drip shield where 84 was located. 

Columns I and J are the initial and final masses of water in the Breach 85 collection vessel. The 
difference, in Column G (e.g., K8=J8 -18), is the mass of water that flowed into 135. In 
Column N. the fraction of the dripping flux that flowed into B5. f (135). is calculated for tests 
in which the flow into B5 was greater than zero (e.g., N10=2*K10/D10). Because the drip 
location was the crown, it is assumed that only half of the total input (i.e., D10/2) flowed down 
the side of the drip shield where B5 was located. 

The input water mass and flows into Breaches B4 and 85 are summarized in Table 7.1-3. 

In Column P, all values of 	are consolidated_ The mean, standard deviation, and median for 
the 12 data values are given in Rows 21. 22. and 23, respectively. The values of 1],p, are listed 
in Table 7.1-4. 
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Source: DTN: M00208EBSATEIWP.027 [DIRS 163404]; DTN: MO0208EBSATBWP.026 [DIRS 163405]. Output 
DTN: SNO703PAESSRTA.001, file Flux Splitting Validationxis, worksheet 'Rough DS. '  

Figure E-8. Rivulet Spread Distances 

Rivulet spread distances for each test are listed in Figure E-8. Columns 0 and E, Rows 28-40, for 
drips originating on the crown of the rough drip shield surface. The spread data are reorganized 
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in Column B, starting in Row 52 (see Figure E-9). All spread data measured 86 cm from the drip 
location are listed first, followed by all data measured 136 cm from the drip location. The 
corresponding x-distance is listed in Column C, starting in Row 52. In Column E, the spread 
distances, w„ are converted to spread angles using the formula: 

w, = tan 	
J

. 

In Cell E52, for example, the Microsoft Excel equation is: E52=ATAN(B521C52). The result 
is the spread angle in radians, which is converted to degrees in Column F 
(e.g., F52=DEGREES(E52)). The mean spread angle for 86-cm drips is given in Cell 155 
(155=AVERAGE(F52:F63)) and for 136-cm drips in Cell 169 (169=AVERAGE(F65:F75)). 
Statistics are computed for all individual spread angle data in Column F. Rows 77-82: 

F77=AVERAGE(F52:F75) 

F78=STDEVA(F52:F75) 

F79=F77-F78 

F80=F77+F78 

F81=MIN(F52:F75) 

F82=MAX(F52:F75) 

As shown in F79 and F80, the range for the spread angle is zero (rounding down) to 14.4°. 
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Figure E-9. Rivulet Spread Data Reorganized 
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Source: Output DTN: SNO703PAEBSRTA.001. file Flux Splitting Validation.xls, worksheet "Rough DS." 
Figure E-10. Calculation of Rivulet Spread Angles 

In Column H, Rows 28-40 (see Figure E-10), the average rivulet spread is computed for each 
experiment (e.g., H28=(D213 -1-E28)/2). Column I is the distance from the crown to the point 
where the rivulet spread was measured (identical to Column C). The spread angle is computed 
in Column .1, Rows 28 -40, (e.g., J28=ATAN(H28/128)). In Column K, Rows 28-40, the 
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EBS Radionuclide Transport Abstraction 

SPREADSHEET "FLUX SPLITTING VALIDATION"—WORKSHEET "ROUGH OFF 
CROWN WP MODEL" 

This worksheet provides calculations for validation of the waste package flux-splitting submodel 
based on data from the rough drip shield surface tests. An overall view of the worksheet is 
shown on Figure E-11, and individual tables are then described in detail. 
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Figure E-11. Worksheet Overview 
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Source: DTN: M00208EBSATBWP.027 [DIRS 163404]: DIN: M00208EBSATBWP 028 [DIRS 163405] Output 
DIN SNO703PAEBSR TA 001, file Flux Splitting Validation.xls, worksheet "Rough off crown WP model  " 

Figure E-12. Calculation of Rivulet Spread Angles 

In Figure E-12, Columns A and B, Rows 10-30. identify the tests reported in indicated DTNs. 
In Columns C and 1-1, the value of x, the distance from the drip location to the measurement 
point, is listed. Rivulet spread measured to the left and right of the drip location is shown in 
Columns D and F, respectively, for measurements at the 33° line. Measurements at the transition 
line are listed in Columns I and K. Portions of this table are reproduced in Table 7.1-K. 

The spread distance, wr , is converted to spread angle, a , in Columns E. G, J. and L: 

-tan 
_r 

An example of the Microsoft Excel equation used for this calculation is: 

El 1=DEGREES(ATAN(0 11/C 11 )) 

where the DEGREES function converts the result of the inverse tangent function ATAN tr urn 
radians to degrees .  

In Figure E-13, Column 0, Rows 11-38, the spread :angles measured at the 33° line are ordered 
by drip rate. The "nominal" drip rate is that used in the Multiple Patch tests. and the high and 
low drip rates were used in the Bounding Flow Rate tests. The mean, standard deviation, and 
median are computed for each of the three drip rates. 

In Column S, the spread angles from Column 0 are repeated, and statistics (mean, standard 
deviation, median, and mean plus or minus one standard deviation) are computed for the entire 
set in Rows 31-35. The drip rate is indicated in Column R, where "M" indicates the nominal 
drip rate. 
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In Column U, the spread angles from Columns J and L are consolidated for measurements at the 
transition line. The drip rate used in each test is indicated in Column T. (The values in this 
column are currently incorrect, since they are just copies of the incorrect results in Column L and 
incorrectly recalculated values from Column J, where the actual Column J values are correct.) 

All 50 spread angle measurements are compiled in Column W, with statistics (mean, standard 
deviation, median, and mean plus or minus one standard deviation) computed for the entire set in 
Rows 63-67 (Figure E-14). The mean plus or minus one standard deviation are used as the 
spread angle range in Section 7.1.1.2 for determination of the uncertainty in the waste package 
flux splitting-submodel validation. 

Source -  Output DTN. SNO703PAEBSRTA.001, file Flux Splitting Validation.xls, worksheet "Rough off crown WP 
model." 

Figure E-13. Additional Calculations of Rivulet Spread Angles 
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Source: Output DTN: SN0703PAEBSRTA.001, file Flux Splitting Validation.xls, worksheet "Rough off crown WP 
model.' 

Figure E-14. Statistics of Rivulet Spread Angles 

Source .  DTN M00208EBSATBWP.027 [DIRS 1634041, DTN: M00208EBSATBWP 028 [DRS 1634051 Output 
DTN. SNO703PAEBSRTA.001, file Flux Splitting Validation.xls, worksheet 'Rough off crown WP model." 

Figure E-15. Calculation of Experimental Breach Flow Fractions 

For the tests identified in Columns A and B, Rows 50-70 (Figure E-15), the initial and final 
water mass in the input water container are listed in Columns C and D, and the amount of water 
dripped onto the drip shield is calculated in Column E (e.g,, E50=C50-D50). The initial and 
final mass of water in the Breach 134 collection vessel is listed in Columns F and G, respectively. 
and the amount of water collected from flow into Breach B4 is calculated in Column H 
(e.g.. H52=G52-F52). The fraction of water dripped onto the drip shield that flowed into 
Breach 84, ./.1„ (B4), is computed in Column 1 for the tests in which the inflow was greater than 
zero (e.g., I52=H521E52). 
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Source: Output DIN: SNO703PAEBSRTA.001, file Flux Splitting Validation.xls, worksheet "Rough off crown WP 
model.' 

Figure E-16. Summary of Experimental Breach Flow Fractions 

The initial and final mass of water in the Breach B5 collection vessel is listed in Figure E- 16, 
Columns I and J, respectively, and the amount of water collected from flow into Breach B5 is 
calculated in Column L (e.g., L50=K50-J50). The fraction of water dripped onto the drip shield 
that flowed into Breach B5, ./. 1„ (B5), is computed in Column M for the tests in which the 
inflow was greater than zero (e.g., M50=L50/E50). 

The 20 values of 	are compiled in Column P, with statistics (mean, standard deviation, 
median, and mean plus or minus one standard deviation) presented in Rows 73-76. 

The input water, breach inflows, and f,,, for each breach are reproduced in Table 7.1-10. 
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ANALYSIS OF STAINLESS STEEL AND CARBON STEEL CORROSION RATES 
USING BAYESIAN UPDATING METHODOLOGY 

R. L. Iman 
Southwest Technology Consultants 

Bayesian Updating. As will be demonstrated, the uncertainty in the Stainless Steel Type 316 
(hereafter referred to as 316 SS) and Carbon Steel Type A 516(hereafter referred to as A 516 CS) 
corrosion rate data (in units of i_tm yr -I ) is characterized by lognormal distributions. It is well 
known that if the random variable Y has a lognormal distribution, then ln(Y) has a normal 
distribution, which is a key to the Bayesian updating methodology for lognormal distributions, as 
will be explained. In way of review, if the random variable X has a normal distribution with 
mean ,ux  and standard deviation ax  , then: 

Y = ex 	 (Eq. F-1) 

has a lognormal distribution with px  as its location parameter and o as its scale parameter. 
These two parameters are not the mean and standard deviation for the lognormal distribution, 
rather the mean of the lognormal is given as: 

= epx  +crl /2 	
(Eq. F-2) 

and its variance is given as: 

_2 	px  +crl (e° _ 1) 
u  r (Eq. F-3) 

Thus, the mean and the variance of the lognormal both involve the parameters fix  and crx  of the 
normal distribution. 

The median of the lognormal is given as: 

Y = ePx 0.5 (Eq. F-4) 

The uncertainty in the 316 SS and A 516 CS data can be characterized with lognormal 
distributions if the respective logs of the sample data have a normal distribution. Figures F-1 and 
F-2 give the graphical results (Iman 1982 [DIRS 146012]) of the Lilliefors tests for normality of 
the natural logs of the 316 SS and A 516 CS, respectively. If the red empirical distribution 
functions (EDFs) in these graphs remain within the dashed bounds, then the assumption of 
normality for sample data is reasonable, which is the case in both figures. 

Attention is now directed toward the normal distribution (i.e., the natural logs for the 316 SS and 
A 516 CS corrosion rates) and the lognormal distribution is omitted from the discussion until 
later. The mean corrosion rate m is unknown, but it is assumed that m is the mean of a normal 
distribution with a known standard deviation h. Moreover, it is assumed that m itself has a 
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normal distribution. In particular, the prior distribution for m is normal with mean mo  and 
standard deviation ho  , that is m N( mo  , ho  ). 

The prior distribution for 316 SS uses mo  = -1 and ho  = 1. From Equations F-2 and F-3, the 
prior mean and standard deviation of the corresponding lognormal distribution are 0.607 
and 0.795. 

The prior distribution for A 516 CS uses m o  = 4.5 and ho  = 0.5. Again, using Equations F-2 and 
F-3, the prior mean and standard deviation of the corresponding lognormal distribution are 
102.003 and 54.361. 

Professional judgment was used to determine the values of the prior distributions for both 316 SS 
and A 516 CS. The analyst has considerable freedom in selecting the parameters of the prior 
distribution as will be demonstrated. 

Whenever possible, Bayesian updating utilizes certain "conjugate pairs" of distributions to make 
the mathematics more tractable. For example, a normal-normal conjugate pair means that a 
normal distribution for the prior produces a normal distribution for the posterior distribution. 

The sample mean for the n = 16 sample observations for the 316 SS is Y= -1.577 with a 
standard deviation s= 0.671. 

The posterior mean is a weighted average of the prior mean and the sample mean. These weights 
are determined by the prior precision, the sample precision and the posterior precision, which are 
defined as follows for the 316 SS Bayesian analysis: 

co  =1/ h 2  =1/1 2  =1 Prior precision = 	0 

Sample precision = c=n1s2  =16/0.671' = 35.518 

Posterior precision = c, = c0  +c =1+35.518 = 36.518 

(Eq. F-5) 

(Eq. F-6) 

(Eq. F-7) 
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Figure F-1. 	Liltiefors Test For Normality for the 316 SS Data 
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Figure F -2. Lilliefors Test For Normality for the A 516 CS Data 

The posterior mean of the normal distribution is given as 

m 	 =( 	)( 1)4 35318\  ( 1.577)=-1.561 
LI 	) 	36.518 	36.518) 

C
u
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u

la
tiv

e  
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ue
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y  

. 	(Eq. F-8) 

Note that the weight for rn is 1/36.518 = 0.027 and the weight for 3r-  is 35.518/36.518 = 0.973. 
Or. the prior has a weight of 2.7 percent and the sample data have a weight of 97.3 percent. 
Thus, the sample data dominate the posterior distribution. 
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The posterior standard deviation of the normal distribution is given as: 

\is 2  + —1  = \10.671 2  + 	 = 0.691 
36.518 (Eq. F-9) 

Now to return to the lognormal distribution, the posterior mean of the lognormal is found from 
Equations F-2, F-8, and F-9 as follows: 

em-0-2 /2 
= e

-1.561+0.6912 /2 = 0.267 	 (Eq. F-10) • 

The posterior standard deviation of the lognormal is found from Equations F-3, F-8, and F-9 as 
follows: 

Ve2p+0-2 (e0-2 _ 1)  = Ve2(-1.561)+0.6912 0.691 2  
–1) = 0.209 (Eq. F-11) 

Likewise, the posterior median of the lognormal is found from Equations F-4 and F-8 as follows: 

e" = e-156 ' = 0.210 	 (Eq. F-12) 

As a check on these calculations, 1,000 random samples were obtained from a normal 
distribution with p = -1.561 and a = 0.691. These values were exponentiated as in Equation 
F-1 to produce a lognormal distribution. Then, an additional 1,000 random samples were 
obtained directly from a lognormal distribution using p = -1.561 as a location parameter 
and a = 0.691 as a scale parameter. The summary statistics for those two simulations are 
compared to the Bayesian analysis in Table F-1. 

Table F-1. Comparison of Two Simulations with Bayesian Analysis for 316 SS Corrosion Rates 

Mean Median St. Dev. 

Normal simulation, Y = exp(X) 0.262 0.213 0.192 
Lognormal simulation 0.268 0.208 0.216 
Bayesian Posterior Parameters 0.267 0.210 0.209 

This summary makes it clear that the simulation results are in excellent agreement with the 
posterior Bayesian parameters. 

The comment was made earlier that the analyst has considerable freedom in selecting the 
parameters of the prior distribution of the logs, which were m o  = -1 and h0  = 1 for 316 SS 
corrosion rates. From Equations F-2 and F-3, these prior values produce a mean of 0.607 and a 
standard deviation of 0.795 for the lognormal distribution. These prior values differ 
considerably from the posterior mean 0.267 and standard deviation 0.209. The reason for this 
lies in the weights that were used in Equation F-8. That is to say, if the prior mean mo  is known 
with great precision (h0  is small), then the prior precision increases as seen in Equation F-5. For 
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example, if h0  had been selected as 0.5, then the weights in Equation F-8 would have been 
10.1 percent for the prior and 89.9 percent for the sample. 

It was desired to truncate the posterior lognormal distribution at 0.01 and 0.51, which were 
regarded as physically reasonable limits for 316 SS corrosion rates. The quantiles corresponding 
to these truncation points for a lognormal distribution with location parameter p = -1.561 and 
scale parameter a = 0.691 are as follows: 

P(CR. 316 ss < 0.01) = 0.000005 and P(CR316ss < 0.51) = 0.900533. 

Thus, the truncation value of 0.01 is in the very extreme lower tail of the posterior lognormal 
distribution while the value of 0.51 is at the 90th percentile. The desired truncation values can 
be expressed probabilistically as: 

P(CR3/6ss < 0.01) = 0 and P(CR316ss < 0.51) = 1. 

Combining these two probabilistic statements yields the following truncation rules: 

If CR316ss < 0.01, then the cumulative probability is 0. 

If CR316ss > 0.51,,then the cumulative probability is 1. 

If 0.01 < CR316ss < 0.51, then the cumulative probability is found through interpolation 
as: 

P(I' < CR316ss  )— 0.000005 
0.900533 — 0.000005 

(Eq. F-13) 

where Y is the random variable representing the posterior lognormal distribution. That is, find 
P(Y < CR31 6  ss) for the lognormal distribution with location parameter p = -1.561 and scale 
parameter a = 0.691 (or a mean of 0.267 and a standard deviation of 0.209) and substitute this 
probability into Equation F-13 to find the corresponding cumulative probability for the truncated 
lognormal distribution. 

The truncated distribution is in the form of a look up table Columns I and K of Excel file 
Bayesian Updating Short Term Fresh Water Corrosion Rate - 3-6-2007 .xls (DTN: 
SNO703PAEBSRTA.001, Worksheet "A316 SS Short Term Fresh Water"), which provides the 
Bayesian updating calculations. 

The Bayesian analysis for 316 SS also provides the following standard deviation for the mean 
in, of the posterior normal distribution: 

, 	1 	1 = /--- =    =0.165 
vc 	.../36.518 (Eq. F-14) 
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Thus, the uncertainty in the mean of the posterior normal distribution can be characterized as a 
cumulative distribution function (CDF). Since the median of a lognormal distribution is found as 
exp(m, ) (see Equation F-4), the uncertainty distribution for m l  becomes an uncertainty 
distribution for the median of the lognormal through this simple transformation. This CDF is 
also given in Excel file Bayesian Updating Short Term Fresh Water Corrosion Rate - 3-6- 
2007.xls (DTN: SNO703PAEBSRTA.001, file ). 

The corresponding Bayesian analysis for A 516 CS is summarized as follows: 

As mentioned previously, the prior distribution for the logs of A 516 CS has mo  = 4.5 and ho  = 
0.5 with the mean and standard deviation of the corresponding lognormal distribution being 
102.003 and 54.361. The sample mean for the n = 47 sample observations for the A 516 CS 
corrosion rates is .7 = 4.314 with a standard deviation s = 0.308. 

The prior, sample and posterior precisions for A 516 CS are: 

2  co  =1/1/0  =1/0.5' = 4 Nor precision = 	 (Eq. F-15) 

Sample precision = c = nl s2  = 47 / 0.308' = 495.058 	(Eq. F-16) 

Posterior precision = ci  = co  + c = 4 + 495.058 = 499.058 (Eq. F-17) 

The posterior mean of the normal distribution is given as: 

. (co ) mo 	= 	1 ( 
(4.5)4

495.058 )(4.314) = 4.315 
1 c I 	499.058 	499.058 . 	(Eq. F-18) 

The weight for mo  is 1/499.058 = 0.008 and the weight for x is 495.058/499.058 = 0.992. Or, 
the prior has a weight of 0.8 percent and the sample data have a weight of 99.2 percent. Unlike 
the previous example where n = 16, the A 516 CS has n = 47, which when combined with the 
decrease in the standard deviation, gives more weight to the sample. Thus, the sample data again 
dominate the posterior distribution. 

The posterior standard deviation of the normal distribution is given as: 

 

S 2  + 1  =,/0.308 2  + 	 = 
499.

1  
058 0.311 

 (Eq. F-19) 

The posterior mean of the lognormal is: 

   

 

ep+a212 = e4.315+0.311'`/2 = 78.521 (Eq. F-20) 
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The posterior standard deviation of the lognormal is: 

Vezp+0-2  (e0-2  _ 1)  = Ve2(4.315)+0.3I 1 2  (e0 .3 112 
— 1) = 25.022 (Eq. F-21) 

Likewise, the posterior median of the lognormal is found from Equations F-4 and F-18 as 
follows: 

e = e4 . 315 = 74.814 . 	 (Eq. F-22) 

As before, 1,000 random samples were obtained from a normal distribution with p = 4.315 and 
a = 0.311. These values were exponentiated as in Equation F-1 to produce a lognormal 
distribution. Then, an additional 1,000 random samples were obtained directly from a lognormal 
distribution using p = 4.315 as a location parameter and a = 0.311 as a scale parameter. The 
summary statistics for those two simulations are compare to the Bayesian analysis in Table F-2. 

Table F-2. Comparison of Two Simulations with Bayesian Analysis for A 516 CS Corrosion Rates 

Mean Median St. Dev. 

Normal simulation, Y= exp(X) 78.914 74.303 26.102 

Lognormal simulation 78.980 75.766 25.781 

Bayesian Posterior Parameters 78.521 74.814 25.022 

The simulation results are in excellent agreement with the posterior Bayesian parameters. 

It was also desired to truncate the posterior lognormal distribution at 25 and 135, which were 
regarded as physically reasonable limits for A 516 CS corrosion rates. The quartiles 
corresponding to these truncation points for a lognormal distribution with location parameter p 
= 4.315 and scale parameter a = 0.045 are as follows: 

P(CRA 516 CS < 25) = 0.000212 and P(CRA 516 CS < 135) = 0.971151. 

Thus, the truncation value of 25 is in the very extreme lower tail of the posterior lognormal 
distribution, while the value of 135 is at the 97th percentile. The desired truncations values are 
expressed probabilistically as: 

P(CRA 516 CS < 25) = 0 and P(CRA 516 CS < 135) = 1. 
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Combining these two probabilistic states yields the following truncation rules: 

If CRA 516 CS < 25, then the cumulative probability is 0. 

If CRA 516 CS> 125, then the cumulative probability is 1. 

If 25 < CRA 516 CS < 135, then the cumulative probability is found through interpolation as: 

CRA516cs) 0.000212 
0.901151-0.000212 	 (Eq. F-23) 

where Y is the random variable representing the posterior lognormal distribution. That is, find 
P(Y < CRA 516 CS) for the lognormal distribution with location parameter p = 4.315 and scale 
parameter cs = 0.331 (or a mean of 78.521 and a standard deviation of 25.022) and substitute 
this probability into Equation F-23 to find the corresponding cumulative probability for the 
truncated lognormal distribution. 

The truncated distribution is in the form of a lookup table Columns I and K of Excel file 
Bayesian Updating Short Term Fresh Water Corrosion Rate - 3-6-2007.xls (DTN: 
SNO703PAEBSRTA.001, Worksheet "A516 CS 60 & 90 Degrees") that provides the Bayesian 
updating calculations. 

The Bayesian analysis also provides the following standard deviation for the mean m, of the 
posterior normal distribution: 

1 	1 = 	= 	— 0.045 
Vc V499.058 (Eq. F-24) 

Thus, the uncertainty in the mean of the posterior normal distribution can be characterized as a 
CDF. Since the median of a lognormal distribution is found as exp(m, ) (see Equation F-4), the 
uncertainty distribution for m, becomes an uncertainty distribution for the median of the 
lognormal through this simple transformation. This CDF is also given in the Excel file in 
DTN: SNO703PAEBSRTA.001, file Bayesian Updating Short Term Fresh Water Corrosion 
Rate - 3-6-2007.xls, Worksheet "A516 CS 60 & 90 Degrees". 
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MICROSOFT EXCEL SPREADSHEET "INVERT DIFFUSION COEFFICIENT" 

SPREADSHEET "INVERT DIFFUSION COEFFICIENT" WORKSHEET "MODEL" 

The purpose of this spreadsheet is to perform a statistical analysis of the dependence of effective 
invert diffusion coefficients, Di  (m2  s-  /). on volumetric moisture content, 9 (percent, 100 m 3  

-A water m - bulk volume), as described in Section 6.3.4.1.1. The diffusion data are fit to an 
equation of the form: 

09„D, = Do ( 	19  ) n  

100 • (Eq. G-I ) 

where 0 is the porosity (m 3  void volume Tr1 -3  bulk volume), S„ is the water saturation (m 3  water 
II1-3  void volume) (1000%,, = 0), Do  is the self-diffusion coefficient of water (2.299 x 10 -9  
m2  s -1 ) (Mills 1973 1D1RS I33392], Table III), and the fitting parameter is the exponent, n. To 
perform a least squares fit of the data, this equation is linearized in terms of n: 

Iogtn (16" Di j= n logi„( 
100 

 ). 	 (Eq• 6-2) 
Do   

Column A, Rows I through 125, of the spreadsheet, shown on Figures 0-1 through 0-4, contains 
the moisture content values, 0 (percent) (Conca and Wright 1992 [DIRS 100436]; Conca et al. 
1993 1D1RS 1707091), that are listed in Table 4.1-16. The corresponding diffusion coefficient 
values ( ) listed in Table 4.1-16 are in Column B, Rows 1 through 125 (where they are 
labeled D, which represents the effective diffusion coefficient, OS. D. , used in Section 6.3.4.1.1). 
In Column C. the quantity 0/100 is computed (e.g.. C3=A3/1001, and 0.5„ D, I Do  is computed 
in Column D (e.g., D3=B3/0.00002299). The log term on the right-hand side of Equation G-2. 
containing the moisture content, is computed Column E (e.g., E3=LOG1O(A3)-2). In 
Column F, the left-hand side of Equation G-2 is calculated (e.g., D3=LOG10(D3)). 

The least squares fit of the data is done using the Microsoft Excel Trendline tool. In Figure G-5, 
the results in Column F are plotted on the y-axis against the corresponding values in Column E 
on the x-axis in the plot located between Rows 132 and 154 of the worksheet. The type of 
regression is linear. The Trendline features, "Set intercept = 0," "Display equation on chart." 
and "Display R-squared value on chart" are clicked on. In particular, the "Set intercept = 0" 
feature results in a fit to Equation G-2, in which the intercept is constrained to be zero. 

As shown on the charts, the fitting parameter. n, has a value of 1.863. The correlation 
coefficient. R2 , is 0.915, indicating a strong correlation between the diffusion coefficient and the 
volumetric moisture content. The equation resulting from the regression is: 

( 0  itl f,1 
„D;  = Do 	 100 

(Eq. G-3) 
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In Column G, the error, or deviation of each data point from the fitted equation, is calculated 
(e.g., G3=F3-1.862899*E3); i.e., for data point i, the calculation in Column G is the 
deviation c, 

os 
log io ( D0 
	1.863 logm(-100 ) . (Eq. G-4) 

In Cell 6128, the average of the 125 values of c, is computed: G128=AVERAGE(G3:G127). 
The standard deviation of the e r  , Cell G129 is computed: G129=STDEV(G3:G127). 

A 8 E F 

30 
31 
32 

(cmA/s) 
Water Content, 8 Dtifusion Crrefficrent, 0 	 Error  7--  Ilog io(D/D0) 

9/100 	Dino 	1,1109 - 2 	frIgior.rgne) 

1 50 1 39E-08 0 0150 	5 046E-04 -3.219 
-3.542 	

- 1 863 (logior3 - 2)1 
0 1792 

li 	(%) 

1 70 
1 90 	

6 60E-09 0 0170 	2 871E-04 	
1624 

-1 770 -0.2455 
8.60E-09 0 0190 	3 741E-04 -1 721 	-3 427 .0.2205 

2 17 	2 77E-08 	0 0217 	1 205E-03 	-1 664 	-2 919 	0 1799 
2 20 	3.63E-08 	0 0220 	1 579E-03 	-1 658 	-2.802 	0 2863 
2 29 -0.2687 it 
2 50 0 0250 	1 087E-03 -1 602 -2 964 0 C009 
3 10 
3 14 

	250E-08 .50E8 

306E-08 

1.09E03 	0 0229 	4 741E-04 

0 0314 	1 331E-03 	

-1.640 

3.30E-08 	0 0310 	1 435E-03 	-1 509 	-2.843 	.0.0326 
-1 503 	

-3 324 

-2 876 	-0.0757 
3 20 	1.35E-08 	0 0320 	5 872E-04 	-1 495 	-3 231 	-0.4465 
3.27 	2.79E-08 	0.0327 	1 214E-03 	•1485 	-2.916 	-0 1487 
3 33 	6.35E-09 	0 0333 	2 762E-03 	-1 478 	-2.559 	0 1938 
334 	260E-08 	0 0334 	1 131E-03 	-1 476 	-2 947 	-0.1965 

, 	3.57 	3 37E-08 	0 0357 	1 466E-03 	-1 447 	-1834 	-0 1377 
sp. 3.70 	3 70E-08 	0 0370 	1 609E-03 	-1.432 	-2 793 	-0 1260 

3 70 	660E-0B 	0 0370 	2 871E-03 	-1 432 	-2 542 	0 1253 
4.00 	5 22E-08 	0 0400 	2 271E-03 	-1 398 	-2 644 	-0 0396 
4 20 	5 94E-08 	0 0420 	2 584E-03 	-1 377 	-2 588 	-0 0233 
44 6901 6.21E-08 	0 0460 	2 701E-03 	-1 337 	-2 568 	-0 0773 

7 20E-08 	0.0490 	3 132E-03 	-1.310 	-2 504 	-0 0642 
5 10 	1 32E-07 	0 0510 	5 742E-03 	-1 292 	-2 241 	0 1667 

4530 	2.40E-08 	0.0530 	1 044E-03 	-1.276 	-2 981 	-0 6048 
25 	5 40 	7.60E-08 	0 0540 	3 306E-03 	-1 268 	-2 481 	-0.1193 
26 v 	5 51 	768E-08 	0 0551 	3 341E-03 	-1 259 	-2 476 	-0 1311 

5 83 	1 23E-07 	0 0583 	5 350E-03 	-1 234 	-2.272 	0 0278 
5 90 	9 30E-08 	0 0590 	4 045E-03 	-1 229 	-2.393 	-0 1033 
6 00 	8 92E-08 	0 0600 	3 880E-03 	-1 222 	-2 411 	-0.1350 
6 30 	1 06E-07 	0 0630 	4 611E-03 	-1 201 	-2 336 	-0 0995 
690 	6 00E-08 	0 0690 	2 610E-03 	-1 161 	-2.583 	-0 4203 
	1111,50E-07 0 0693 	6 525E-03 	-1 159 	-2 185 	-0.0259 

14 4 ► 41 Model Valldaticn Sheet3 

Source. Output DTN: SNO703PAEBSRTA.001 • file Invert Diffusion Coefficient_xls, worksheet "Model." 

Figure G - 1. Invert Diffusion Coefficient Input Data (Water Content 1.50% to 6.93%) 
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A B C D F 

3  '''7.1Y3 1 BIW07 0 0730 6 960E-03 -1 137 -2 157 -0 0399 
I 740 2 50E-07 0 0740 1 087E-02 -1 	131 -1 964 0 1429 

7 60 260E-07 0 0760 1 131E-02 -1 	119 -1 947 0 13E14 

5 
" 	• - 	ED 1 10E-07 0.0760 4 785E -03 -1 119 -2 .. 320 -0 2352 
/ 	. .:60 268E-07 0 07E0 1 170E-02 -1 	119 -1.932 0 1531 

, 	.70 1 10E-07 0.0770 4 785E-03 -1 	114 -2 320 -0 2458 
i El 03 I 98E-07 0.131300 8 612E-03 -1 097 -2.065 -0 0214 

:1 8 10 1 70E-07 00310 7 395E-03 -1092 -2 131 -0 0977 
t 832 4 10E-07 0 0332 1 783E-02 -1 080 -1.749 0 2629 

8 35 2 16E-07 0.0835 9.352E413 -1.078 -2 029 -0 0203 
3 860 320E-07 0 01360 1 392E-02 -1 066 -1 866 0 1a35 
I 680 2 30E-07 0.0680 1 003E-02 -1.066 -2 000 -0 0335 
3 9 24 2.55E-07 0 0924 1 109E-02 -1.034 -1 955 .0 0262 
3 9.24 2.55E-07 0.0924 1109E-02 -1034 -1955 -10282 
? 956 300E-07 0 0956 1 305E-02 -1.020 -1 884 0 0149 
3 964 3 07E-07 0 0964 1 336E-112 -1.016 -1 874 

-11356 
0 0182 
(16270 3 9 75 320E-07 13 0975 1 392E-02 -1 011 

) 10.10 3 51E-07 0 1010 1 527E-02 -0 996 -11316 0 0386 
1 10 10 3.62E-07 0 1010 1575E-02 -0.996 -11303 00520 

102'0 3 64E-07 0 11320 3 1 540E-02 -0 991 -1 B13 0 0343 
3 10 20 3.33E-07  0.1020 1 435E-02 -0 991 -1 843 0 0039 
4 1030 334E-07 13 11330 1 453E-02 -0.987 -1 338 0 0012 
3 1030 210E-07 0.1031 9 134E03 -0.987 -2 039 -0 2r_03 

10 40 340E-07 0 1040 1 479E-02 -0.993 -1 pp 0 01011 
I 10 90 3 62E-07 0 1090 1 575E-02 -0.%3 -1 803 -0 0037 
3 11 	10 . 3.72E-07 , 0 1110 1 616E-02 -0.955 -1 791 -00125 
3 11 	10 4.22E-07 0.1110 1 836E-02 -0 955 A  -1 736 0 0422 
3 1 t 10 4 27E-07 0.1110 1.857E-02 -0.955 . -1 731 0 0474 

11 20 T 	4.19E-07 0 1120 1 823E-02 -0.951 -1 739 0 0319 
2 1133 5.48E-07 0.1120 2.364E-02 -0.951 -1623 01486 
3 t 1 40 4 27E-07 0 1140 1 857E-02 0 943  -1 731 011258 
4 11.40 4.12E-07 0 1140 1 792E-02 -0.943 -1 747 0 0102 
3 ._ 	__, 	_ 11B1 .. -._tgficila _ _ 	 0.1160 2 349E-02 -0 936 -1 629 0 1137 
4 ► 41  Model Vaiciater A Sheet3 

Source Output DTN SNO703PAEBSRTA.001, tile Invert Diffusion Coefficient xis, worksheet "Model." 

Figure G -2 Invert Diffusion Coefficient Input Data (Water Content 7.30% to 11.60%) 
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8 C E F 
11 60 '--VAINW 0 1160 2 349E-02 -0.936 -1 629 0 1137 
11 70 2.643E-07 0 1170 1.131E-02 -0 932 -1.947 -0 2107 
11 80 4E0E07 0 1160 2.088E-02 -0 928 -1.680 0 0487  
12 00 2 413E-07 0 1200 1.044E-02 ., -0 921 -1 981 -0 2659 
12 00 4 47E-07 0 1200 1.944E-02 -0.921 -1 711 0 0042 
12 20 409E-07 0 1220 1.779E-02 -0.914 -1 750 -0 0478 
12 30 505E-07 0 1230 2 197E-02 -0 910 -1 658 0 0372 
12 30 440E-07 0 1230 1.914E-02 -0.910 -1 716 -0 0227 
12 30 360E-07 0 1230 1.566E-02 -0.910 -1 805 -0 1098 
12 30 4 50E-07 0 1230 1 957E-02 -0.910 -1 708 -0 0129 
12 50 290E-07 0 1250 1 261E-02 -0 903 -1.899 -0 2158 
12 70 4 37E-07 0 1270 1.901E-02 -0.896 -1 721 -0.0515 _ 
12 70 490E-07 0 1270 2 131E-02 -0.896 -1 671 -0 0318 
12 70 5.32E-07 0 1270 2 314E-02 -0 896 -1 636 0 0339 
13 10 4 776-07 0 1310 2.075E-02 -0 883 •1.663 -0.0386 
13 90 5 39E-07 0 1390 2 344E-02 -0.1357 -1 630 -0.0335 
13 90 7 60E-07 0 1390 3 393E-02 -0 657 -1 469 0 1270 
14 10 5 12E-07 0 1410 2 227E-02 -0.851 -1 652 -0 0674 
14 20 5 52E-07 0 1420 2 401E-02 -0.848 -1 620 -0 0404 
14 40 450E-07 0 1440 1 957E-02 -0 842 -1 708 -0 1404 
14.40 520E-07 0.1440 2.262E-02 -0 8212 -1 646 -0 0776 
14 40 450E-07 0 1440 1 957E-02 -0.842 -1 708 -0 1404 
14 60 682E-07 0 1460 2.967E-02 -(1836 -1 525 0 0290 
14 70 900E-07 0 1470 3.915E-02 -0 833 -1 407 0 1439 

- 	14 80 6 54E-07 0 1480 2 845E-02 -0 830 -1 546 -0.0002 
16.00 1 47E-06 0 1600 6 394E-02 -0 796 -1 	194 0.21384 
16 10 6 82E-07 0 1610 2.967E-02 -0 793 -1 528 -0 0502 
16 513 5 45E-07 0 1650 2 371E-02 -0 763 -1 625 -0 1674 
16 70 6 60E-07 0 1670 2.871E-02 -0.777 -1 542 -0 0940 
17.00 1 20E-06 0 1700 5 220E-02 -0 770 -1 282 0 1512 
17 10 8 20E-07 0 1710 3 567E-02 -0 767 -1 448 -0 0189 
17 30 1 76E-06 0 1733 7 656E-02 -0 762 -1 	116 0 3334 
17 50 	,,_ 1 10E-C16 0 1750 4.785E-02 -0 757 -1 320 0 09130 

Niu€1._.1 Vaidatoon 	ieet 3 	 4I 
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Source: Output DTN .  SNO703PAEBSRTA M. file Invert Diffusion Coefficient.xls. worksheet "Model." 

Figure G-3. Invert Diffusion Coefficient Input Data (Water Content 11.60% to 17.50%) 
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A 

 

C 

 

E 

 

F 

     

'  7=1.1V50 1 19E426 0 1750 4  785E-02  -0 757 -1 320 — 
1880 1 93E-06 0 11360 6 933E-02 -0 720 -1 157 0 1948 
18 50 8 19E-D7 0 ISO 3 562E-02 -0 724 .1 448 -0 II:01 

3 19  40 9 MECO 0 1940 4 302E-07 -0 712 -1 366 -0 03% 
M 40 4 19E-0€ 0 2040 1 823E-01 -1690 -0.739 0 5468 

2 
3 
i 

Z) al 3 58E-00 0 21:60 1 557E-01 -0 682 -0 SOO 0 4627 
21 00 234E-06 0.2100 1 018E-01 •0 678 -0 997 0 2703 
21 50 1  z3E-00 o 2150 5 350E-02 -0 668 -1.272 -0.0280 

5 21 60 129E-06 0 2193 5 611E-02 -0 666 -1 251 0 0111 
23 10 2 400-136 02310 1 044E-01 -0 636 -0.981 0.21342 

7 23.10 190E-06 0 2310 a YD4E-02 -0.636 .1 083 0 1027 
3 24 CO 2140E-06 0 2400 1 261E-01 -0 620 -0.6E0 0 X--55 
3 25 33 5 82E420 0.2533 2 532E-01 -0 597 -0 597 0 5153 
3 25 al 2 513E430 0.2540 1 087E-01 -0.595 -0 964 0 1451 
1 Z 70 9 26E-06 0 7.570 4 028 E-01 -0 593 .0 395 0 7043 

33 Z 3.50E-06 0.2820 1  522E-01 -0 550 -0.817 0 2067 
3 78 50 1  170E-C6 0.3650 4.350E-02 

4 

-0.545 -1.362 .0.3480 
33 93 1 51E-06 0 3090 6 5E8E432  -0 510 -1 183 -0 .224 
31 70 1 73E-05 0 WO 5 350E-01 -0 499 -0.772 0 65713 
3230 4 60E436 V  0 3230 2 001 E-01 -0 491 -0 699 0 2155 

7 33  13) 1 34E-05 _ 0 3330 5.829E-01 -0 47s -0 234 0 6131 
35 SU 1.57E05 0 3580 6 829E-01 -0 446 -0 166 0 6654 
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Figure G -4. Invert Diffusion Coefficient Input Data (Water Content 17.50% to 66.30%) 
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A 

Source: Conca and Wright 1992 [DIRS 1004361; Conce et al. 1993 [DIRS 170709]. Output DTN: 
SNO703PAEBSRTA.001, file Invert Diffusion Coefficientxls. worksheet "Model." 

Figure G-5. Plot of Fitted Invert Diffusion Coefficient Data 

In the plot in Figure G-6 between Rows 169 and 191, the lines for the mean and for the mean 
plus or minus three standard deviations are added to the plot shown earlier. The lines are drawn 
over the range of the data, i.e., for 0/100 from 0.015 to 0.663 (Column C, Rows 159 to 166). 
The v-values for the Trendline fit are computed as OS „Di  I D0  —(0 1100Y 
(e.g., D159=(C159"1.863)). 	and 	the 	values 	plotted 	are 	log 1o (05„ DI  I D0 ) 
(e.g., G159=LOG10(D159)). For the mean curve, the v-values are computed as 
giS„DI  I D0  — (01100Y "3 10 0.033  (e.g., D163=(C163"1.863)*10"(0.033)), and the values plotted 
are again log,„(0_5„D I  / D„ ) (e.g., G163=LOG10(D163)). For the mean plus three standard 
deviations curve, the y-values are computed as qi5„,Di  /Do  = (0 I 100r63 10"n-"4"'" 
(e.g., G161=(C161"1.863)*10"(0.0334-3*0.218)), and the values plotted are again 
log,„(05„D, /D„ ) (e.g., G161=LOG10(D161)). The mean minus three standard deviations 
curve is done similarly. This plot is shown as Figure 6.3-4 in Section 6.3.4.1.1. 
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Source: Conca and Wright 1992 [DIRS 1004361; Conca et al. 1993 [DIRS 170709]. Output DTN: 
SNO703PAEBSRTA.001, file Invert Diffusion Coeffitientxis, worksheet 'Model.' 

Figure G -6. Plotted Results of Invert Diffusion Coefficient Data, Showing Uncertainty Range as Mean +3 
Standard Deviations 

The data are further analyzed on Figure G-7 to demonstrate that the deviations approximately 
follow a normal distribution_ Under the Microsoft Excel menu item Tools, Data Analysis... is 
clicked, and Histogram is selected under Analysis Tools. In the Histogram window, the error 
data (Column G, Rows 3 to 127) are entered for the Input Range. For the Bin Range, Column I, 
Rows 3 to 22, is entered. The frequency distribution is output in Column J. Rows 3 to 22. For 
comparison, a theoretical normal distribution is computed over the same range in Column M: 

1 
	e -6 - ur  2ry' 

a 2n 

where x is the bin value, the mean p 0_033, and the standard deviation o-  0.218 . 

(Eq. G-5) 

ANL-WIS-PA-00000 REV 03 
	

6-7 	 October 2007 



1:Cil Preowm, 8/7 A a rast4iscreicas 
• 1 0 0 34 0.000025 

-0.8 0 0.1 24 0.000196 
-0.8 0 0.2 18 0.091246 
-0.7 0 -01 14 0.006462 
-0.6 1 -0.2 10 0027149 
-05 0 0.3 10 0092442 
414 2 0.6 3 0.255101 
-0.3 1 0.7 3 0.570522 
-02 TO -13.4 t034069 
431 14 1-J 4 t518354 

0 34 0.5 2 1 808246 
0.1 24 -0.6 1 1.744570 
0.2 18 -0.3 1 1.394071 
0.3 10 0.8 1 0.864377 
0.4 2 -1 0 0.443902 
0.5 2 -0.9 0 0.184752 
0.6 3 -0.8 0 0.062317 
01 3 -0.7 0 0 017035 
0-8 1 -0.5 0 0.003774 
OS 0 0 9 0 0.000678 

1 9 1 0 0.000099 
More I:1 Mor4 

■ ■ 

MB Fr equencg 

Norrnai Distributior 

% % 
11 	51' Pr :41• 

0 

t 

▪ 

20 

• 15 

41.1 - 

35 

30 

10 

5 
n 	n  

2.0 

1.8 

Lc 

1.4 

L2 

1.0 

08 

0.6 

0.4 

0.2 

0.0 

EBS Radionuclide Transport Abstraction 

The Microsoft Excel formula is (for Cell M3, for example): 

M3=EXPH(13-0.03294313386573088)A2)/(2*0.218121819319092^2))/ 
(0.218121819319092*(2*P10)"0.5) 

14 
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Figure G-7. Further Analysis of Invert Diffusion Coefficient Data 
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SPREADSHEET "INVERT DIFFUSION COEFFICIENT" WORKSHEET 
"VALIDATION" 

In this worksheet (Figure 0-8), diffusion coefficient data (Column B) from Tables A-1 and A-2 
of The Determination of Dilliision Coefficient of Invert Materials .  (CRWMS M&O 2000 
[DIRS 156680]) are plotted against water content (Column A), along with the results of the 
analysis in Worksheet "Model.-  The purpose of this worksheet is partially to validate the 
diffusion coefficient submodel by showing that the model overestimates the value of the invert 
diffusion coefficient, thereby overestimating diffusive releases of radionuclides through the 
invert. The model curve fit (Equation 6.3.4.1.1-22), also shown on p. G-7 and on Figure 6.3-4 in 
Section 6.3.4.1.1, is reproduced in Columns D-G, Rows 3 and 4, and plotted on Figure 0-8, 

Source: CRWMS M&O 2000 IDIRS 1566801, Tables A-1 and A-2. Output DTN: SNO703PAEBSRTA.001, file Invert 
Diffusion Coefficient.xls, worksheet "Validation." 

Figure G -8. Validation of Invert Diffusion Coefficient Data 
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QUALIFICATION OF DIFFUSION COEFFICIENT DATA 

DESCRIPTION OF DATA TO BE QUALIFIED 

The data reported in Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 
[DIRS 170709]) consist of measured diffusion coefficients of unsaturated soil, gravel, bentonite, 
rock, and crushed tuff from Yucca Mountain, over a broad range of water contents. These data 
have been collected and analyzed using standard scientific practices. The diffusivity data for 
various granular media at volumetric moisture contents ranging between 1.5% and 66.3% are 
given in Section 4.1.2, Table 4.1-16. These measured data have been used to analyze the 
dependence of the diffusion coefficient on volumetric moisture content for a variety of granular 
materials (Section 6.3.4.1.1). These data are qualified in accordance with the data qualification 
plan included in this appendix. 

CORROBORATING DATA 

The diffusion coefficient data for crushed tuff materials from The Determination of Diffusion 
Coefficient of Invert Materials (CRWMS M&O 2000 [DIRS 156680]) are used to qualify the 
data reported by Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 
[DIRS 170709]). The diffusion coefficient data found in The Determination of Diffusion 
Coefficient of Invert Materials (CRWMS M&O 2000 [DIRS 156680]) were collected in the 
DOE Atlas Facility. The tests were performed by the EBS Testing Department under 
YMP-approved procedures using the Unsaturated Flow Apparatus. The Unsaturated Flow 
Apparatus method is reported to be an accurate and fast indirect method of determining diffusion 
coefficients in porous media (Conca and Wright 1992 [DIRS 100436], p. 7). The method uses 
measurements of electrical conductivity, at specified volumetric moisture content, which is 
converted to diffusion coefficient. The Determination of Diffusion Coefficient of Invert 
Materials (CRWMS M&O 2000 [DIRS 156680]) reports that the error on the reported data is 
within ±7%. The reported data are shown in Table H-1. 

DATA EVALUATION CRITERIA 

The diffusion coefficient data from Conca and Wright (1992 [DIRS 100436]) and Conca et al. 
(1993 [DIRS 170709]) will be considered qualified if they are within one order of magnitude of 
the values reported in The Determination of Diffusion Coefficient of Invert Materials 
(CRWMS M&O 2000 [DIRS 156680]); or if greater differences are observed, they result in 
more conservative results with regard to radionuclide releases. 

COMPARISON OF THE DIFFUSION COEFFICIENT DATA IN CONCA AND 
WRIGHT (1992 [DIRS 1004361) AND CONCA ET AL. (1993 [DIRS 1707091) TO 
CRWMS M&O (2000 [DIRS 1566801) 

The data reported by Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 
[DIRS 170709]) (shown in Section 4.1.2, Table 4.1-16) consist of diffusion coefficient data for 
the range of 1.5% to 66.3% volumetric moisture content. The data from The Determination of 
Diffusion Coefficient of Invert Materials (CRWMS M&O 2000 [DIRS 156680]) ranges 
between 0.2% and 32.13%. Figure H-1 shows a plot of moisture content versus diffusion 
coefficient for data from both sources. The figure shows that overall the Conca and Wright 
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(1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]) data have higher diffusion 
coefficient values over the measured range of water content. The differences are highest at low 
water content. At water content values below 10%, the Conca and Wright 
(1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]) diffusion coefficient values are 
higher by as much as two orders of magnitude. For water content values above 10%, the Conca 
and Wright (1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]) diffusion coefficient 
data show higher but comparable values. 

The differences in diffusion coefficient at low water content values can be partly attributed to the 
measurement technique. As discussed in Section 6 of The Determination of Diffusion Coefficient 
of Invert Materials (CRWMS M&O 2000 [DIRS 156680]), errors in measurement are higher at 
low diffusion coefficient values. Conca and Wright (1992 [DIRS 100436], p. 10) also reported 
that, at low water content, reductions in water content result in sharp declines in the measured 
diffusion coefficient as surface films become thin and discontinuous, and pendular water 
elements become small. Measurement differences could also be attributed to the different porous 
medium samples used. The Conca and Wright (1992 [DIRS 100436]) and Conca et al. 
(1993 [DIRS 170709]) data include various material samples whereas the determination report 
(CRWMS M&O 2000 [DIRS 156680]) data are for crushed tuff only. The data from both 
sources show some scatter. The diffusion coefficient data of Conca and Wright 
(1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]) are thus comparable to those of 
the determination report (CRWMS M&O 2000 [DIRS 156680]) for volumetric water content 
values above 10%. For low volumetric water content values, the differences are greater. 
However, the higher diffusion coefficient values of Conca and Wright (1992 [DIRS 100436]) 
and Conca et al. (1993 [DIRS 170709]) will result in predicted radionuclide releases 
being higher. 

The Conca and Wright (1992 [DIRS 100436]) data have been published in a peer-reviewed 
journal (Applied Hydrogeology), and thus have undergone strict review. The data are shown 
plotted on Figure 2 of Conca and Wright (1992 [DIRS 100436]). 

The Conca et al. (1993 [DIRS 170709]) data have been published in the proceedings of the 
Scientific Basis for Nuclear Waste Management XVI Symposium held November 30 to 
December 4, 1992. This symposium was organized by the Materials Research Society, which 
was formed in 1973. The most recent Scientific Basis for Nuclear Waste Management XVI 
Symposium is XXVII, the proceedings of which were published in 2004. Papers published in the 
proceedings undergo peer review prior to publication and must be presented at the meeting in 
order to be published. 

SUMMARY OF QUALIFICATION 

The diffusion coefficient data of Conca and Wright (1992 [DIRS 100436]) and Conca et al. 
(1993 [DIRS 170709]) have been evaluated in the context of their use in radionuclide transport 
modeling, and are considered qualified for use within this report per LP-SIII.2Q-BSC, 
Qualification of Unqualified Data, Attachment 3, on the basis of: 

• Availability of corroborating data—The corroborating data are YMP-generated data using 
the same measurement technique. 
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Figure H-1. Comparison of Diffusion Coefficients 

DATA QUALIFICATION PLAN 

A facsimile of the data qualification plan developed for the above qualification effort is provided 
on Figure H-2. The original is included in the records package for this model report. 
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Data Qualification Plan 	 QA: QA 
BSC 	 Paget of 1 

Complete only applicable Rama 

Section I. Organizational Information 
Qualification TWO 

QUALIFICATION OF DIFFUSION COEFFICIENT DATA 

Requesting Organization 

Near-Field Environment and Transport 

Section II. Process Planning Requirements 
1. um of Unqualified Data to be Evaluated 	 C 
Diffusion coefficient data reported in Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]). These data 
are shown on Table 4.1-17 of this report. 

2. Type of Data Qualification Method(s) [Including rationale for selection of method(s) (Attachment 3) and qualification attributes (Attachment 4)) 

Qualification method, from Attachment 3 of LP-S111.2Q-BSC, REV 0 ICN 0: Corroborating Data. The diffusion coefficient data for 
crushed tuff materials from the Determination of Diffusion Coefficient of Invert Materials (CRWMS M&O 2000 [DIRS 1566801) are 
used to qualify the data reported by Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]). 

Attributes used from Attachment 4: (3) The extent to which the data demonstrate the properties of interest, (8) Prior peer or other 
professional review of the data and their results; and (10) Extent and quality of corroborating data. 

3. Data Qualification Team and Additional Support Staff Required 

Chairperson: James Schreiber, Sandia National Laboratories 
Technically competent individual: Teklu Hadgu, Sandia National Laboratories 

4. Data Evaluation Criteria 
The diffusion coefficient data from Conca and Wright (1992 [DIRS 100436]) and Conca et al. (1993 [DIRS 170709]) will be 
considered qualified if they are within one order of magnitude of the values reported in CRWMS M&O 2000 [DIRS 156680]; or if 
greater differences are observed, they result in more conservative results with regard to radionuclide releases. 

5. Identification of Procedures Used 

LP-SIII.2Q-BSC, Qualification of Unqualified Data 
LP-SIII.10Q-BSC, Models 

Section III. Approval 
Qualification Chairperson Printed Name 

James Schreiber 

Qualification C 

SA 

Date 

8/24/05 
Responsible Manager Printed Name 

Ernest Hardin 

ea 	I 	onager 	ignature 	 • Date 

8/24/05 

LP-SW.20-BSC FORM NO. LSI112-1 (Rev. 0111912005) 

Figure H-2. Data Qualification Plan 
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EBS-UZ VALIDATION TOUGH2 CALCULATIONS — SETUP, EXECUTION, AND 
POST-PROCESSING OF OUTPUT 

This appendix describes the grid development and calculations performed for validation of the 
EBS-UZ interface modelpresented in Section 7.3.1. 

I.1. DEVELOPMENT OF THE GRID 

This is a two-dimensional symmetry model in which one-half of the cross section of the drift and 
the surrounding rock are represented (see Figure 7.3-1). The vertical direction is designated by 
the coordinate "z", and is positive upward, with zero at the top of the domain. Hence all values of 
"z" within the domain are negative. The horizontal direction is designated by the coordinate "x", 
starting at 0 at the left-hand boundary and increasing to the right. The two-dimensional domain 
lies entirely within the tsw35 model unit and goes from 17.5 m above the drift center to 47.5 m 
below the center of the drift, for a total vertical dimension of 65 m. The domain width is 40.5 m, 
which is half the distance between centers of waste emplacement drifts (SNL 2007 [DIRS 
179466], Table 4-1, Parameter No. 01-04). The calculation uses a two-dimensional grid with a 
pseudo-3D representation in the y-direction of the fracture and matrix continua. This requires 
specifying the cell thicknesses such that the area per unit volume for the tsw35 unit, 9.68 m 2  I11-3  
(BSC 2004 [DIRS 170038], Table 6-5) is achieved (i.e., this sets the y-dimension of the fracture 
and matrix continua to (9.68 m 2  ni3), or 0.1033060 m). 

Finer gridding (0.2 m) is used around the location of the drift. This finer-grid zone extends to 
4 m from the left-hand boundary and 8 m across the drift vertically such that there is a minimum 
of 1.25 m of finer gridding around the entire boundary of a 2.75-m-diameter drift centered at the 
left-hand boundary and a vertical position of -17.5 m. The grid coarsens moving away from the 
drift, with maximum grid sizes of 2 m at the far right-hand and bottom boundaries. 

The grid is produced using the command on the DEC alpha workstation "beagle", 

/usr/users/ysw/tough2_v16.dideos9_v16.dir/t2eos9v16.exe_medium 

with the input file, /usr/users/house/DM/FINAL/mesh, given as follows. 

TOUGH2 input file for generating 3D mesh 

XYZ 

NX 20 0.2000000 
NX 13 0.5000000 
NX 10 1.0000000 
NX 10 2.0000000 
NY 2 0.1033060 
NZ 1 1.000E-10 
NZ 10 1.0000000 
NZ 7 0.5000000 
NZ 40 0.2000000 
NZ 7 0.5000000 
NZ 10 1.0000000 
NZ 15 2.0000000 
NZ 1 1.000E-10 
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The file "MESH" is created containing the basic numerical grid. This file is renamed for 
subsequent processing to "mesh.mes". This file is first modified using AddBound V1.0 to 
generate a single boundary cell at the top of the model, denoted TOP 1, which replaces the thin 
(1.000E-10 m) elements in the basic grid. 

This is performed using the following command on the workstation "hydra," 

hydra.lbl.gov  239> xAddBound 

Add Boundary Element 
******************** 

Input MESH file 	: ? 
mesh.mes 

Output MESH file 	: ? 
mesht.mes 

Boundary element name (AAAII) 
TOP 1 

Boundary rock type name (A5) 	: ? 
MSRCE 

Boundary element volume 	: ? 
40.  
Nodal distance to boundary element : ? 

1.E-10 
Xmin 

-1. 
Xmax 	 : ? 

41.  
Ymin 	 ? 

-1. 
Ymax 	 ? 

1. 
Zmin 	 : ? 

-0.25 
Zmax 	 ? 

0.25 

Similarly, a single cell, denoted BOT 1, for the bottom boundary replaces the narrow elements at 
the bottom of the model. This was created using the following command, 

hydra.lbl.gov  244> xAddBound 

Add Boundary Element 
******************** 

Input MESH file 
mesht.mes 

Output MESH file 	: ? 
meshtb.mes 

Boundary element name (AAAII) 	: ? 
BOT 1 

Boundary rock type name (A5) 	: ? 
MSINK 

Boundary element volume 	: ? 
40. 
Nodal distance to boundary element : ? 

1.E-10 
Xmin 	 : ? 

-1. 
Xmax 	 ? 

41. 
Ymin 	 : ? 

-1. 
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Ymax 	 : ? 
1. 

Zmin 	 : ? 
-65.5 

Zmax 	 : ? 
-64.5 

The file "meshtb.mes" was edited using Microsoft Word on a PC to add boundary cells "TOP 2" 
and "BOT 2". These are needed to provide source and sink cells for the fracture continuum using 
TOP 1 and BOT 1 for the matrix continuum. Therefore, the cells TOP 1 and BOT 1 connected to 
cells with a "2" in the third character (the designation for fracture cells) were changed to TOP 2 
and BOT 2. The BOT 1 and BOT 2 cells were expanded to a volume of 10 5°  m3  such that water 
and tracer entering these cells would represent a constant reservoir for water content and tracer 
concentration. The edited file was named "meshtbe.mes". 

The CONNE records for the fracture-matrix connections were edited so that the direction 
designation of "2" in column 30 were changed to -10 (columns 28 through 30). This invokes the 
active fracture formulation for fracture-matrix interaction. The connection distances between the 
fracture node and the interface between nodes was set to zero for columns 41 through 50 of the 
same records now having -10 in columns 28 through 30. The connection distance between the 
matrix node and the interface between nodes is set in columns 31 through 40. This distance is 
assigned the fracture spacing divided by 8, as given in the Warren and Root solution (Warren 
and Root 1963 [DIRS 100611]; Pruess 1983 [DIRS 100605], Table 1). The fracture spacing in 
the tsw35 is equal to the inverse of the fracture frequency, 3.16 m -1 , or 0.316 m. The distance of 
the matrix node to the interface between nodes is then 0.316/8, or 0.0396 m. 

The mesh file was then copied into Microsoft Excel to identify the nodes inside the drift, invert, 
the zone below the invert in the rock, and the connections between the invert and the rock. 

The ELEME records were edited in the file "ELEME grid processing.xls" to distinguish several 
rock types. Two types to be distinguished are the fracture and matrix rock types. Cells with a "1" 
in the third character of the element name are designated as matrix by putting a "1" in column 20 
of the element record. Cells with a "2" in the third character of the element name are designated 
as fracture by putting a "2" in column 20 of the element record. The elements are further 
distinguished between inside the drift in the air gap and inside the drift in the invert. The drift 
diameter is 5.5 m (SNL 2007 [DIRS 179466], Table 4-1, Parameter No. 01-04). The elements 
inside the drift are identified as nodes within 2.75 m of the point (0-17.5), which is the center of 
the drift. All nodes within the drift are in the air gap if z is greater than -19.6 m. The nodes within 
the drift with z less than or equal to -19.6 m are in the invert. The maximum invert depth used in 
this calculation is 0.8636 m (BSC 2004, [DIRS 166369]). The current invert design calls for a 
maximum depth of 1.32 m (4 ft 4 in.), as specified in Total System Performance Assessment 
Data Input Package for Requirements Analysis for Engineered Barrier System In-Drift 
Configuration (SNL 2007 [DIRS 179354], Table 4-1, Parameter No. 01-13A). The use of the 
outdated value for invert depth is suitable for this calculation, since the objective is simply to 
compare the results with those of the EBS-UZ interface model using the same input parameters. 
Given the 0.2 m vertical grid dimension, the closest approximation that can be made in the model 
is a maximum invert thickness of 0.8 m. For each zone, the nodes are further distinguished 
between fracture and matrix. The top of the invert are source zone nodes, and thus these are 
further distinguished. 
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Finally, nodes in the rock beneath the invert between vertical coordinates of -19.6 m and -23 m, 
and between horizontal coordinates of 0 and 1.9 m are given special designations because of the 
reduced flow and saturation in this region, known as the drift shadow. 

The following gives the rock types assigned to each of these regions, which is given in column 
20 of each of the element records: 

I. rock matrix outside of drift shadow 
2. rock fractures outside of drift shadow 
3. air gap connected to rock matrix 
4. air gap connected to rock fracture 
5. intragranular invert (below top of invert cells) 
6. intergranular invert (below top of invert cells) 
7. intragranular invert top cells 
8. intergranular invert top cells 
9. rock matrix in drift shadow 
10. rock fractures in drift shadow. 

The CONNE records were edited in the file "CONNE grid processing.xls" to add global 
connections between the invert and the rock. These connections are added because the 
relationship of connections between the invert and the rock are not organized into a one-to-one 
relationship between intergranular pore space and rock fractures and between intragranular pore 
space and rock matrix. Therefore, intragranular and intergranular pore spaces are connected to 
both rock matrix and rock fractures. The connections to the rock fractures are treated as active 
fracture connections to limit the strength of these connections because connections between 
fracture water and invert material is expected to be limited at least as much as between fracture 
water and rock matrix. The edited ELEME and CONNE records were then combined into the 
text file "meshtberg.mes". 

Figures 7.3-1 a and 7.3-lb in Section 7.3.1 provide a representation of the grid structure and were 
produced using Tecplot V7.0. The ELEME records from the file "meshtberg.mes" were copied 
and pasted into Microsoft Excel 2000 as text in the file "Grid plot.xls". The text records were 
then converted into column data using the command "Text to Columns". The last three columns 
of each ELEME record are the x-, y-, and z-coordinates (in meters) of the cell. The conditional 
statement "=IF(MID(A3,3,1)="1",1,2)" was put into cell "G2" and returns a value of 1 for 
matrix/intragranular media (where the third character of the element name is 1) or a value of 2 
for fracture/intergranular media (where the third character of the element name is 2). This was 
then copied down to cell "G9435" to evaluate each row. The columns "A" through "G" are 
copied and pasted (as values) into columns "I" through "0" and then sorted in ascending order 
using the "Sort" command on column "Y", then by column "N" in descending order. This splits 
the matrix/intragranular rows from the fracture/intergranular rows. The matrix/intragranular 
component was copied into a separate worksheet called "Matrix" and the fracture/intergranular 
component was copied into a separate worksheet called "Fracture" in the file "Grid plot.xls". The 
horizontal (X) and vertical (Z) coordinates and rock type (types 1, 3, 5, 7, and 9 for the "Matrix" 
worksheet and 2, 4, 6, 8, and 10 for the "Fracture" worksheet) were copied into sets of three 
columns for each rock type and then copied into text files rtl.txt through rt10.txt. The files were 
read into Tecplot using the "Load DataFile(s)" command to generate the 2D scatter plots. The 
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output files from these contour plots are "matrix plot.lay" and "matrix plot.plt" for the matrix 
grids and "fracture plot.lay" and "fracture plot.plt" for the fracture grids. The files with the 
extension "lay" are text files containing the plot layout information and the file name containing 
the plot data. The file with the extension "plt" is a binary format file with the plot data. 

1.2. WATER AND TRACER INJECTION RATES 

Flow rates were taken from percolation flux rates in the tsw35. Computed fluxes are given in 
LB03023DSSCP91.001 (2003 [DIRS 163044]). Representative fracture and matrix fluxes were 
taken from cell pairs F014Dh48 to F014Eh48 and M014Dh48 to M014Eh48. The following 
information is available in the file "glaq_mA.out": 

Table 1.2-1. Hydrologic Conditions at F014Dh48 and M014Dh48 

ELEM. INDEX 
PRES 
(Pa) S(Iiq) 

PCAP 
(Pa) K(rel) 

DIFFUS. 
(m2 s.1) 

DL 
(kg m-3) 

F014Dh48 102743 5.8410E+04 1.6874E-02 -3.3590E+04 9.4051E-06 8.1238E-08 9.9716E+02 
M014Dh48 102744 -2.8645E+04 8.4850E-01 -1.2065E+05 1.1010E-02 4.3616E-10 9.9716E+02 

Table 1.2 -2. Flux Between Neighboring Vertical Elements 

ELEM1 ELEM2 INDEX 
FLO(LIQ.) 

(kg s -1 ) 
F014Eh48 F014Dh48 102859 8.2142E-03 
M014Eh48 M014Dh48 102860 7.0287E-06 

The connection area is also needed to compute the flux, which is given in the file 
"mesh_2kb.dkm", 

Table 1.2-3. Connection Areas for Vertical Connections 

ELEMEI ELEME2 ISOT DISTANCEI (m) DISTANCE2 (m) AREA (m2) 
F014Eh48 F014Dh48 3 2.500E+00 2.500E+00 1.312E+04 
M014Eh48 M014Dh48 3 2.500E+00 2.500E+00 1.312E+04 

From this information, the percolation flux in the fractures is computed to be 19.814 mm yr -1  and 
in the matrix, 0.016955 mm yr-1 . The TOUGH2 V1.6 (2003 [DIRS 161491]) input file requires 
the flux to be given in kg s-1  for each of the top boundary cells, one connected to the fracture 
continuum and one connected to the matrix continuum. The area of each top cell is 40.5 m x 
0.103306 in = 4.183893 m 2  . The density of water used in the calculation is 999.213 kg 111-3 . 

Therefore, the mass flux into "TOP 1" connected to the rock matrix is 2.2460e-9 kg s -1  and the 
mass flux into "TOP 2" connected to the fractures is 2.6250e-6 kg 5 -1 . These are the values 
shown in the "GENER" records for the flow input. 
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The solute is injected into the nine cells along the top of the invert, BE1 1 through BE1 9, that 
represent the intragranular porosity. Each cell receives a fixed solute mass injection rate of 
1.0x10-13  kg s-1 . 

1.3. CONDUCT OF THE FLOW AND TRANSPORT CALCULATIONS 

The input file for the flow calculation was prepared according to the discussion given in 
Attachment B of LBNL (2002, [DIRS 170765]). The input file along with the grid file renamed 
"MESH" were put into the directory on the DEC alpha computer "beagle" at Lawrence Berkeley 
National Laboratory. The flow field was computed with the software TOUGH2 V1.6 (2003 
[DIRS 161491]) using the following command: 

/usr/users/ysw/tough2_v16.dideos9_v16.dir/t2eos9v16.exe_medium 

The input and output files were in the directory /usr/users/house/DM/FINAL. The input file 
name was "flow" and the output file name was "flow.out". 

To perform a transport calculation, a second flow calculation was performed to generate the 
"flow9.dat" file used by the transport software T2R3D V1.4 (1999, [DIRS 146654]). The 
"flow9.dat" file is generated by setting a switch from "0" to "1" in the 33rd column of the first 
record under "PARAM" in the input file. To reduce the volume of output for the "flow9.dat" 
file, the specified output times was reduced to just one time at the end of the simulation period, 
skipping the intermediate output times generated in the "flow.out" file. The modified input file 
was named "flow9" and the output file was named "flow9.dat". The computation of the 
"flow9.dat" output file was performed using the same program execution command given above. 

Once the "flow9.dat" file was generated, a transport calculation could be performed. The input 
file for the transport calculation uses many of the same records as in the flow input file. The 
additional records needed in the transport input file are described in Section 5.3 of Wu et al. 
(1996, [DIRS 100649]). The transport input file was named "trans2" and the output file was 
named "trans2.out". 

The transport calculation was performed with the software T2R3D V1.4 (1999, [DIRS 146654]) 
on the DEC alpha computer "beagle" using the following command: 

/usr/users/ysw/t2r3dv14.dir/t2r3d_dc.exe 

1.4. POST-PROCESSING OF THE FLOW AND TRANSPORT OUTPUT 

Post-Processing the Flow Output 

The flow output in the file "flow.out" was post-processed to produce Figures 7.3-2 
through 7.3-5, shown in Section 7.3.1.6, as well as to determine average saturation and average 
effective permeabilities used to evaluate diffusion coefficients, as discussed in Section 7.3.1.3. 
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Average Saturations and Relative Permeabilities for Computing Diffusion Coefficients 

The final output of the flow calculation recorded in the file "flow.out" follows the declaration 
"THE TIME IS 0 . 3 6 5 25E+1 3 DAYS ", which corresponds to 10 billion years. The 
recorded cell hydrologic conditions follow with records that begin with an element name 
(e.g., A21 1). These were copied from "flow.out" and pasted as text into the file "analysis of 
diffusion.xls". The records were recorded as a single text cell per line and are then sorted using 
the "Sort" command in Excel to separate the intermediate header information present in the 
copied text. This header information was deleted, except for the first header. Then the text 
records were converted to columns using the "Text to Columns" Excel command. The ELEME 
records from "meshtberg.xls" were copied and pasted into cells to the right of the flow output 
and are similarly converted to column data. The 9,438 element names from the flow output in 
column "A" are in the same order as the element names in the ELEME records. The rock type 
and cell volumes from columns "K" and "L" were copied into columns "R" and "S". Liquid 
saturations and relative permeabilities from columns "D" and "F" were copied into columns "T" 
and "U" and the z (vertical) coordinates from column "0" were copied into column "V". Then 
columns "R" through "V" were sorted using the Excel "Sort" command in ascending order based 
on column "R". The various rock types were used to separate the drift shadow region from the 
other rock region and the invert. Volume-weighted averages for saturation and relative 
permeability were computed for rock type 9 (matrix in drift shadow) and rock type 10 (fractures 
in drift shadow), as shown in the file "analysis of diffusion.xls". Volume-weighted averages for 
rock matrix and fractures outside the drift shadow, rock types 1 and 2, respectively, were 
restricted to elevations below the top of the invert, which is at -19.6 m. For the invert, volume-
weighted average saturations were computed for the intragranular porosity, rock types 5 and 7, 
and for the intergranular porosity, rock types 6 and 8. 

Saturation Information for Contour Plots 

The same process as described above for the analysis of diffusion was used to put the flow 
output hydrologic conditions by cell with the grid element information into the Excel spreadsheet 
"saturations.xls". The conditional statement "=IF(MID(A3,3,1)="1",1,2)" was put into cell 13" 
and returns a value of 1 for matrix/intragranular media (where the third character of the element 
name is 1) or a value of 2 for fracture/intergranular media (where the third character of the 
element name is 2). This was then copied down to cell "19436" to evaluate each row. The 
columns "A" through "0" are copied and pasted (as values) into columns "Q" through "AF" and 
then sorted in ascending order using the "Sort" command on column "Y". This splits the 
matrix/intragranular rows from the fracture/intergranular rows. The matrix/intragranular 
component was copied into a separate worksheet called "Matrix" and the fracture/intergranular 
component was copied into a separate worksheet called "Fractures" in the file "saturations.xls". 
In each of these worksheets, the horizontal coordinate (X) from column "N" was copied into 
column "R" and the vertical coordinate (Z) from column "P" was copied into column "S" and the 
liquid saturation from column from column "D" was copied into column "T". Then columns "R" 
through "T" were sorted using the "Sort" command first on "S" in descending order and then by 
column "R" in ascending order. These three columns were then copied into text files 
"matrixsat.txt" and "fracturesat.txt" to be read into Tecplot V7.0. The two rows of header 
information at the top of each of these text files are needed by Tecplot to generate contour plots. 
The files were read into Tecplot using the "Load DataFile(s)" command to generate the 2D 
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contour plots. The output files from these contour plots are "matrixsat.lay" and "matrixsat.plt" 
for the matrix saturations and "fracturesat.lay" and fracturesat.plt" for the fracture saturations. 
The files with the extension "lay" are text files containing the plot layout information and the file 
name containing the plot data. The file with the extension "plt" is a binary format file with the 
plot data. 

Water Flux Information for Contour Plots 

The flux and velocity information from the output file "flow.out" was copied as text into the 
Excel file "fluxes.xls". This is the information following the cell by cell hydrological conditions 
in the "flow.out" file where each row identifies a pair of cells that are connected in the model. 
There are 23,539 cell pairs. Column "A" in the "fluxes.xls" file is sorted using the Excel "Sort" 
command to separate the intermediate header information, which is deleted except for the first 
header. The columns were then re-sorted back into the original order by sorting on column "C" 
in ascending order. The text was then split into column data using the "Text to Columns" 
command. The corresponding connection information from the CONNE records of the file 
"meshtberg.mes" was copied and pasted as text into columns to the right of the flow output in 
"fluxes.xls". The CONNE text cells were then split into column data using the "Text to 
Columns" command. The cell pairs for the flow and CONNE information are in the same order. 
All columns from the "Flow Output" worksheet were copied into the "Vertical fluxes" 
worksheet. The data were first sorted by column "M" in descending order using the Excel "Sort" 
command to separate the vertical, horizontal, and fracture-matrix connections. Vertical 
connections have a value of "3", horizontal connections have a value of "1", and local fracture-
matrix connections have a value of "-10" in column "M". The horizontal and fracture-matrix 
connections were then deleted. All columns were then sorted by column "C" in ascending order 
using the Excel "Sort" command. The connections with "TOP" cells and with "BOT" cells were 
sorted for all columns, sorting by column "A" in descending order, and these connections were 
deleted. The columns were re-sorted into order using column "C". Finally, the global fracture-
matrix connections between the invert and the rock, which are the only remaining connections 
with different third characters in the element names (e.g., "BH2 1" and "BIl 1"), were deleted. 
Data from the ELEME records of the file "meshtberg.mes" were copied and pasted as text into 
columns to the right of the existing information in the worksheet "Vertical fluxes" of the file 
"fluxes.xls". This information was then converted from text to column information using the 
"Text to Columns" command in Excel. The rows with elements beginning with "CK" were 
sorted out in descending order by column "S" and were deleted (because these elements no 
longer appear in column "A"). The elements were then re-sorted back into the original order. 
Thus, the elements of column "A", "K", and "S" now match. To separate the 
fracture/intergranular and matrix/intragranular components, the conditional statement, 
"=IF(MID(A3,3,1)="1",1,2)" was put into cell "Y3" and returns a value of 1 for 
matrix/intragranular media (where the third character of the element name is 1) or a value of 2 
for fracture/intergranular media (where the third character of the element name is 2). This was 
then copied down to cell "Y9330" to evaluate each row. Column "Y" was then copied and pasted 
into column "Z" as values, and column "Y" was deleted. All columns were then sorted on 
column "Z" in ascending order. Matrix/intragranular information was copied into a separate 
worksheet labeled "Matrix" and fracture/intergranular information was copied into a separate 
worksheet labeled "Fracture. For both "Matrix" and "Fracture" worksheets, the horizontal 
coordinate (X) from column "V" was copied into column "AE", the vertical coordinate (Z) from 
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column "X" was copied into column "AF", and the flux was computed from the expressing 
"=D3/P3" in cell "AG3", which was then copied down to cell "AG9330". Columns "AE", "AF", 
and "AG" were copied and pasted as values into columns "Al", "AJ", and "AK" and these 
columns were sorted first in descending order by column "AJ" and then by column "AI" in 
ascending order. These three columns were then copied into text files "matrixflux.txt" and 
"fractureflux.txt" to be read into Tecplot V7.0. The two rows of header information at the top of 
each of these text files is needed by Tecplot to generate contour plots. The files were read into 
Tecplot using the "Load DataFile(s)" command to generate the 2D contour plots. The output 
files from these contour plots are "matrixflux.lay" and "matrixflux.plt" for the matrix fluxes and 
"fractureflux.lay" and fractureflux.plt" for the fracture fluxes. The files with the extension "lay" 
are text files containing the plot layout information and the file name containing the plot data. 
The file with the extension "plt" is a binary format file with the plot data. 

Vertical Water Flux between the Invert and the Rock 

The flux and velocity information from the output file "flow.out" was copied as text into the 
Excel file "analysis of flow out of the invert.xls". This is the information following the cell by 
cell saturation and relative permeability conditions in the "flow.out" file for the final output at a 
time of 0.36525E+13 days, where each row identifies a pair of cells that are connected in the 
model. There are 23,539 cell pairs. Column "A" in the " analysis of flow out of the invert.xls" 
file is sorted using the Excel "Sort" command to separate the intermediate header information, 
which is deleted except for the first header. The text was then split into column data using the 
"Text to Columns" command. The columns were then re-sorted back into the original order by 
sorting on column "C" in ascending order. A new column "A" was then created by the "Insert" 
"Columns" command and the cell name pairs for each row were concatenated into a single name. 
The cell pairs representing the connections from the invert to the rock were copied from the file 
"CONNE grid processing.xls", which are given in columns "L" and "M" of the worksheet "Add 
global connections". These cell pairs were then concatenated into a single name in column "N". 
The invert-rock connections from column "A" were then identified using the "MATCH" 
command in cell "03", " =MATCH(N3,A$3:A$23541,0)", which was copied down to cell 
"054" to find all of the connections. In cell "P3", the corresponding flow rate through the 
connection was identified using the command "=INDEX(E$3:E$23541,03)", which was copied 
down to cell "P54" to identify all of the cumulative fluxes. In cell "Q3", the command 
" =MID(M3,3,1)" was used to identify if the downstream cell was fracture ("1") or matrix ("2"), 
which was copied down to cell "Q54" to distinguish all of the connection types. The conditional 
statement "=IF(Q3="1",1,2) " was entered into cell "R3" to provide numerical values for fracture 
or matrix for sorting purposes. This was then copied down to cell "R54". Columns "A" through 
"K" from the worksheet "Add global connections" in the file "CONNE grid processing.xls" were 
copied into the same columns of the worksheet "From CONNE - add global con" of the file 
"analysis of flow out of the invert.xls". Columns "A" and "B" were concatenated into Column 
"L" and Columns "J" and "K" were concatenated into Column "M". The statement 
"=MATCH(M2,L$2:L$23540,0)" was put into cell "N2" to identify the connections between the 
invert and the rock in the CONNE records. Cell "N2" was copied down to cell "N53". In cell 
"02" the corresponding direction cosine was identified using the command 
"=INDEX(G$2:G$23540,N2)". Cell "02" was copied down to cell "053". A direction cosine of 
"1" indicates a vertical connection and a value of "0" indicates a horizontal connection. Cells 
"2" through "053" in the worksheet "From CONNE - add global con" of the file "analysis of 
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flow out of the invert.xls" were copied and pasted as values into cells "V3" through "V54" of the 
worksheet "Flow output" of the same file. In the worksheet "Flow output", columns "L" and 
"M" were copied into columns "T" and "U". Column "R" was copied and pasted as values into 
column "W" and column "P" was copied and pasted as values into column "X". Columns "T" 
through "X" were then sorted first by column "V" in descending order, then by column "W" in 
ascending order and then by column "X" in ascending order. The statement "=IF(X3<0,X3,0)" 
was put into cell "Y3" to determine if the vertical flow was going from the invert into the rock 
(i.e., that the flow rate was negative). This was copied down to cell "Y38", which is the last of 
the vertical connections. The connection areas for the vertical flow rates were taken from the 
CONNE records and are a fixed value of 0.2066 m 2  in cells "Z3" through "Z24". The total 
vertical flow rate out of the invert was evaluated in cell "AA3" with the statement 
"=SUM(Y3:Y24)". The total flow connection area was evaluated in cell "AB3" with the 
statement "=SUM(Z3:Z24)". The density of water in the simulation is given in cell "AC3", 
which was taken from the file -flow.out". The vertical Darcy flux from the invert to the rock, in 
m s"', was evaluated in cell "AD3" with the statement "=AA3/(AB3*AC3)". The vertical Darcy 
flux from the invert to the rock, in mm yr-I , was evaluated in cell "AE3" with the statement 
"=AD3*1000*86400*365.25". 

Post-Processing the Transport Output 

The transport output in the file "trans2.out" was post-processed to produce Figures 7.3-6 
through 7.3-9 shown in Section 7.3.1.7, as well as to determine the mass flux ratio for solute 
transport from the invert to the rock matrix and from the invert to the fractures, as discussed in 
Section 7.3.1.7. 

Ratio of Solute Flux between the Invert and the Rock Matrix to the Invert and the Fractures 

The flux and velocity information from the output file "trans2.out" was copied as text into the 
Excel file "analysis of releases to fractures and matrix2.xls". This is the information following 
the cell-by-cell saturation and solute concentration conditions in the "trans2.out" file for the final 
output at a time of 0.36525E+13 days, where each row identifies a pair of cells that are 
connected in the model. There are 23,539 cell pairs. Column "A" in the " analysis of releases to 
fractures and matrix2.xls" file is sorted using the Excel "Sort" command to separate the 
intermediate header information, which is deleted except for the first header. The text was then 
split into column data using the "Text to Columns" command. The columns were then re-sorted 
back into the original order by sorting on column "C" in ascending order. A new column "A" 
was then created by the "Insert" "Columns" command and the cell name pairs for each row were 
concatenated into a single name. The cell pairs representing the connections from the invert to 
the rock were copied from the file "CONNE grid processing.xls", which are given in columns 
"J" and "K" of the worksheet "Add global connections". These cell pairs were then concatenated 
into a single name in column L. The invert-rock connections from column "A" were then 
identified using the "MATCH" command in cell M3, " =MATCH(L3,A$3:A$23541,0)", which 
was copied down to cell "M54" to find all of the connections. In cell "N3", the corresponding 
cumulative tracer flux through the connection was identified using the command 
"=1NDEX(H$3:H$23541,M3)", which was copied down to cell "N54" to identify all of the 
cumulative fluxes. In cell "03", the command " =MID(K3,3,1)" was used to identify if the 
downstream cell was fracture ("1") or matrix ("2"), which was copied down to cell "054" to 
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distinguish all of the connection types. The conditional statement "=IF(03="1",1,2)" was 
entered into cell "P3" to provide numerical values for fracture or matrix for sorting purposes. 
This was then copied down to cell "P54". Columns "N" and "P3" were copied and pasted as 
values into columns "S" and "T". Columns "S" and "T" were then sorted by column "T" in 
ascending order. The cumulative solute mass flux from the invert to the rock matrix was 
determined using the expression " =SUM(S3:S28)" in cell "W3" and the cumulative solute mass 
flux from the invert to the fractures was determined using the expression " =SUM(S29:S54)" in 
cell "W4". The flux ratio was evaluated using the expression "=W4/W3", in cell "W5". 

Concentration Information for Contour Plots 

The same process as described above for the analysis of diffusion was used to put the transport 
output concentration conditions by cell with the grid element information into the Excel 
spreadsheet "concentrations2.xls". The conditional statement "=IF(MID(A3,3,1)="1",1,2)" was 
put into cell "N3" and returns a value of 1 for matrix/intragranular media (where the third 
character of the element name is 1) or a value of 2 for fracture/intergranular media (where the 
third character of the element name is 2). This was then copied down to cell "N9436" to evaluate 
each row. The columns "A" through "N" are copied and pasted (as values) into columns "P" 
through "AC" and then sorted in ascending order using the "Sort" command on column "AC". 
This splits the matrix/intragranular rows from the fracture/intergranular rows. The 
matrix/intragranular component was copied into a separate worksheet called "Matrix" and the 
fracture/intergranular component was copied into a separate worksheet called "Fracture" in the 
file "concentrations.xls". In each of these worksheets, the horizontal coordinate (X) from column 
"K" was copied into column "0" and the vertical coordinate (Z) from column "M" was copied 
into column "P" and the solute concentration from column from column "F" was copied into 
column "Q". Then columns "0" through "Q" were sorted using the "Sort" command first on "P" 
in descending order and then by column "0" in ascending order. These three columns were then 
copied into text files "matrixcon2.txt" and "fracturecon2.txt" to be read into Tecplot V7.0. The 
two rows of header information at the top of each of these text files are needed by Tecplot to 
generate contour plots. The files were read into Tecplot using the "Load DataFile(s)" command 
to generate the 2D contour plots. The output files from these contour plots are "matrixcon2.lay" 
and "matrixcon2.plt" for the matrix saturations and "fracturecon2.lay" and fracturecon2.plt" for 
the fracture saturations. The files with the extension "lay" are text files containing the plot layout 
information and the file name containing the plot data. The file with the extension "plt" is a 
binary format file with the plot data. 

Solute Mass Flux Information for Contour Plots 

The solute mass flux information from the output file "trans2.out" was copied as text into the 
Excel file "solute flux2.xls". This is the information following the cell-by-cell concentrations in 
the "trans2.out" file where each row identifies a pair of cells that are connected in the model. 
There are 23,539 cell pairs. Column "A" in the "solute flux2.xls" file is sorted using the Excel 
"Sort" command to separate the intermediate header information, which is deleted except for the 
first header. The columns were then re-sorted back into the original order by sorting on column 
"C" in ascending order. The text was then split into column data using the "Text to Columns" 
command. The corresponding connection information from the CONNE records of the file 
"meshtberg.mes" was copied and pasted as text into columns to the right of the flow output in 
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"solute flux2.xls". The CONNE text cells were then split into column data using the "Text to 
Columns" command. The cell pairs for the flow and CONNE information are in the same order. 
All columns from the "Transport Output" worksheet were copied into the "Vertical fluxes" 
worksheet. The data were first sorted by column "K" in descending order using the Excel "Sort" 
command to separate the vertical, horizontal, and fracture-matrix connections. Vertical 
connections have a value of "3", horizontal connections have a value of "1", and local fracture-
matrix connections have a value of "-10" in column "K". The horizontal and fracture-matrix 
connections were then deleted. All columns were then sorted by column "C" in ascending order 
using the Excel "Sort" command. The connections with "TOP" cells and with "BOT" cells were 
sorted for all columns, sorting by column "A" in descending order, and these connections were 
deleted. The columns were re-sorted into order using column "C". Finally, the global fracture-
matrix connections between the invert and the rock, which are the only remaining connections 
with different third characters in the element names (e.g., "BH2 1" and "BI 1 1"), were deleted. 
Data from the ELEME records of the file "meshtberg.mes" was copied and pasted as text into 
columns to the right of the existing information in the worksheet "Vertical fluxes" of the file 
"solute flux2.xls". This information was then converted from text to column information using 
the "Text to Columns" command in Excel. The rows with elements beginning with "CK" were 
sorted out in descending order by column "S" and were deleted (because these elements no 
longer appear in column "A"). The elements were then re-sorted back into the original order. 
Thus, the elements of columns "A", "I", and "Q" now match. To separate the 
fracture/intergranular and matrix/intragranular components, the conditional statement, 
"=IF(MID(A3,3,1)="1",1,2)" was put into cell "W3" and returns a value of 1 for 
matrix/intragranular media (where the third character of the element name is 1) or a value of 2 
for fracture/intergranular media (where the third character of the element name is 2). This was 
then copied down to cell "Y9330" to evaluate each row. Column "W" was then copied and 
pasted into column "W" as values. All columns were then sorted on column "W" in ascending 
order. Matrix/intragranular information was copied into a separate worksheet labeled "Matrix" 
and fracture/intergranular information was copied into a separate worksheet labeled "Fracture. 
For both "Matrix" and "Fracture" worksheets, the horizontal coordinate (X) from column "T" 
was copied into column "X", the vertical coordinate (Z) from column "V" was copied into 
column "Y", and the solute mass flux was computed from the expressing "=F3/N3" in cell "Z3", 
which was then copied down to cell "ZG9330". Columns "X", "Y", and "Z" were copied and 
pasted as values into columns "AB", "AC", and "AD" and these columns were sorted first in 
descending order by column "AC" and then by column "AB" in ascending order. These three 
columns were then copied into text files "matrixflux2.txt" and "fractureflux2.txt" to be read into 
Tecplot V7.0. The two rows of header information at the top of each of these text files is needed 
by Tecplot to generate contour plots. The files were read into Tecplot using the "Load 
DataFile(s)" command to generate the 2D contour plots. The output files from these contour 
plots are "matrixflux2.lay" and "matrixflux2.plt" for the matrix fluxes and "fractureflux2.lay" 
and fractureflux2.plt" for the fracture fluxes. The files with the extension "lay" are text files 
containing the plot layout information and the file name containing the plot data. The file with 
the extension "plt" is a binary format file with the plot data. 
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QUALIFICATION OF THERMODYNAMIC DATA FOR GEOCHEMICAL 
MODELING OF ADSORPTION OF RADIONUCLIDES BY STATIONARY 

CORROSION PRODUCTS AND CORROSION PRODUCT COLLOIDS 

J.1. PURPOSE 

The purpose of this analysis report appendix is to qualify the thermochemical database of surface 
complexation constants used in calculations of radionuclide sorption by stationary corrosion 
products and corrosion product colloids. The surface complexation calculations were carried out 
using PHREEQC V2.11 (2006 [DIRS 175698]), a qualified thermodynamic speciation and 
solubility code to develop the empirical Kd competitive sorption model documented in 
Section 6.5.2.4. 

A number of simplifying assumptions or decisions were made due to the definition of the scope 
of this work. In particular, it was assumed that for a database of thermochemical constants for 
use in calculation of competitive sorption in support of performance assessment calculations: 

I . Internal self-consistency of the set of reaction constants was more important than accuracy 
of individual values or stoichiometry of surface complexes. The largest possible self-
consistent network of reaction constants would be used as a base and missing data would 
be filled in by the use of analogs rather than the use of Linear Free Energy Relations. 
Available sorption data would not be remodeled to obtain the best set of parameters even 
if a particular surface species had been identified by spectroscopic studies. 

2. An abstraction is desired. It is assumed that the actual uncertainty in the predicted 
radionuclide sorption can be bounded by the use of a large number of calculations over a 
range of pH and fro,  using a simple (1-site) model of the sorbent. 

J.2. QUALITY ASSURANCE 

The quality assurance program used for development of this activity and document is discussed 
in Technical Work Plan for Near-Field Environment: Engineered Barrier System: Radionuclide 
Transport Abstraction Model Report (BSC 2007 [DIRS 177739]). In accordance with the TWP, 
this appendix supports development of a surface complexation model of reversible radionuclide 
sorption documented in Section 6.5.2.4. Specifically, the information provided by this appendix 
is input data for calculations to investigate the range of radionuclide Kds calculated from a 
surface complexation model over a range of fro,  and pH. 

J.3. SOFTWARE 

Off-the-shelf commercial software, including Microsoft Word and Microsoft Excel, were used to 
carry out this work. This software is exempt from qualification per IT-PRO-0011, Section 2.1. 
Spreadsheets were verified by hand calculations and included in the output DTNs submitted to 
the TDMS. The work was conducted using project standard desktop computers. 
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J.4. INPUTS 

This appendix describes an initial set of surface complexation constants used in sensitivity 
calculations in a surface complexation sorption model for performance assessment. The data set 
includes surface complexation constant for the following radionuclides and valence states: 
Np(VI), Np(V), Np(IV), Pu(VI), Pu(V), Pu(IV), Am(III), Th(IV), U(VI), and U(IV) describing 
sorption onto either HFO or goethite. These are the predominant valence states of neptunium, 
plutonium, americium, thorium, and uranium expected in oxidizing natural waters and at Yucca 
Mountain. 

Data described in this report is all obtained from published literature. A literature search was 
conducted using combinations of the keywords: 

"Surface complexation" OR "surface complexation constants" OR SCM OR DLM OR 
"diffuse layer model" OR "double layer model" 

AND 

Goethite OR "hydrous ferric oxide" OR ferrihydrite OR "iron oxide" OR hematite OR 
HFO OR "iron oxyhydroxide" 

AND one of the following: 

Uranium OR uranyl OR uranium(IV) OR uranium(V) OR uranium(VI) OR U(VI)O2 , 
OR U(V)O2 OR U(VI) OR U(V) or U(IV) or using Arabic numeral like 6+, 4+ 

Neptunium OR Neptunium(VI) OR Neptunium(V) OR neptunyl OR Np(V)02 OR 
Np(VI)O2 OR Np(IV) OR Np(VI) OR Np(V) or using Arabic numeral like 6+, 4+ 

Plutonium OR plutonium(VI) OR plutonium(V) OR plutonium(IV) OR plutonyl OR 
Pu(V)O2 or Pu(VI)02 OR Pu(IV) OR Pu(V) OR Pu(VI) or using Arabic numeral like 
6+, 4+ 

Americium OR Am(III) OR Am3+ 

Europium OR Eu(III) OR Eu3+ 

Thorium OR Th(IV) OR Th4+ 

The following databases and years were searched: BIOSIS®(2002); Engineering Index® 
(1969 - ) Inspec® (1898 - ); ISI Proceedings® (1990 - ); and ISI SciSearch® (1945 - ). 

Approximately 250 references were located by this search; a subset of approximately 
50 references was selected for detailed review. 
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J.5. ASSUMPTIONS 

Surface complexation modeling approach 

Detailed descriptions of Surface Complexation Models (SCMs) have been given elsewhere and 
will not be repeated here (see for example Dzombak and Morel (1990 [DIRS 105483]) and Davis 
and Kent 1990 [DIRS 143280]). The main assumptions of SCMs, particularly those that 
distinguish them from the use of an isotherm or Kd model, are: 

1. Sorption involves the production of surface species by the formation of electrostatic and 
specific chemical bonds between the sorbate (e.g., U02 2+) and the sorbent (i.e., goethite, 
a-Fe0OH). These reactions are governed by thermodynamic equilibrium similar to those 
used to describe homogeneous chemical reaction between metals or radionuclides and 
hydroxide ions in solutions. 

2. Deviations from ideal thermodynamic behavior of solution species can be described by 
the Davies or Debye fllickel activity coefficient models and the non-ideal behavior of the 
surface species can be attributed to the effects of electrical surface potential. 

3. Changes in the amount of sorption due to changes in the composition of the solution (e.g., 
pH, concentrations of complexing ligands, and competing ions) can be predicted by a 
solution of a set of simultaneous equations based on laws of mass action (equilibrium 
constants) and mass balance (see, for example, Morel and Hering 1993 [DIRS 151052]) 
for the chemical species in the system. 

Temperature and ionic strength effects on sorption 

1. Calculations of radionuclide surface complexation carried out assuming a temperature of 
25°C will give low estimates of sorption. It has been suggested that sorption of metals 
onto goethite is an endothermic process and therefore, the degree of sorption will increase 
at the higher temperatures possible in the waste package environment. This is based on 
observations that site densities and sorption equilibrium constants for sorption of 
transition metals onto goethite increase with temperature (cited in Trivedi et al. 2001 
[DIRS 173021]). 

2. The thermochemical database listed in this appendix mixes constant derived from the 
model using the Davies approximation for activity coefficients and the B-dot activity 
coefficient model. Differences between speciation calculated with the Davies and B-dot 
activity models are assumed to be negligible over the range of ionic strengths considered 
in the sorption calculations. 

Use of single-site sorption model for calculations. 

The single-site diffuse layer model has been used as the basis of these databases instead of the 
more complex generalized (2-site) diffuse layer model (Dzombak and Morel 1990 
[DIRS 105483]) or triple-layer model (Davis and Kent 1990 [DIRS 143280]). In doing so, we 
have adopted the recommendations of Turner and Sassman (1996 [DIRS 179618]) and Wang et 
al. (2001 [DIRS 176816]) to use the single-site model even though the PHREEQC model allows 
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for use of a 2-site model. The choice of a single-site vs 2-site model is based on the assumptions 
that: 

1. The corrosion products in the waste package will likely be a mixture of different iron 
oxyhydroxides (i.e., goethite, hematite, and ferrihydrite) 

2. Estimates of the proportion of the components in the mixture are highly uncertain due to 
lack of data for corrosion and phase transformation kinetics 

3. Wide ranges of site densities and site energies for each iron oxyhydroxide have been 
reported in the literature, thus, attempts to describe sorption onto corrosion products using 
a complex multi-site model will necessarily be highly uncertain. 

A single self-consistent network for sorption of all the requested radionuclide species onto either 
goethite or HFO does not exist. Therefore, the largest self-consistent network was identified and 
additional data were used to fill in the gaps. Based on the above considerations, the compilations 
of Wang et al. (2001 [DIRS 176816]) and Turner and Sassman (1996 [DIRS 179618]) are the 
best reaction network upon which to base the set of surface complexation constants. These 
authors fit experimental data from several sources to a single-site Double Layer Model (DLM) 
using a standard set of acidity constants for goethite. Table J-2 contains the recommended 
constants obtained from Wang et al. (2001 [DIRS 176816]) and Turner and Sassman (1996 
[DIRS 179618]) with supplementary constants obtained from other sources. Information about 
the sources of all the constants is contained in Section J.6. 

J.6. SCIENTIFIC ANALYSIS 

J.6.1 OVERVIEW OF ALTERNATIVE SORPTION MODELS 

Two complementary approaches to describe interactions between radionuclides and geomedia 
have emerged in the last three decades. The 'empirical approach' involves measurements of 
radionuclide distribution or sorption coefficients (Kds or Rds) in site-specific water rock systems 
using synthetic or natural groundwaters and crushed rock samples and 2) mechanistic-based 
approaches in which radionuclide thermodynamic surface or sorption complexation constants are 
obtained for simple electrolyte solutions with pure mineral phases. The approaches should be 
viewed as complementary; each fulfills a different need. For any application, the acceptable 
model for solute/rock interactions is the one that is sufficiently robust with respect to required 
ranges of solution and substrate compositions, ionic strength, solute/solid ratios, and 
observational time frames. 

This appendix describes the thermochemical database of surface complexation constants to be 
used in calculations of radionuclide sorption by stationary corrosion products and corrosion 
product colloids. The surface complexation calculations will be carried out using 
PHREEQC V2.11 (2006 [DIRS 175698]), a qualified thermodynamic speciation and solubility 
code to develop the empirical Kd competitive sorption model documented in Section 6.5.2.4. 
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The different approaches to describing sorption can be discussed in order of increasing 
complexity and robustness: 

1. Linear Sorption (Kd or Rd) 
2. Non-linear Sorption (Freundlich and other isotherms) 
3. Constant-Charge (ion-exchange) Model 
4. Constant-Capacitance Model 
5. Diffuse Layer Model 
6. Triple-Layer model (TLM) 

These models differ with respect to the nature of the "conditional" and "intrinsic" constants that 
each requires. "Conditional" constants are valid for specific experimental conditions; "intrinsic" 
constants are valid over a wide range of conditions. 

The simplest model (linear sorption or Kd) is widely used in contaminant transport models, and 
Kd values are relatively easy to obtain using batch sorption methods. The Kd model requires a 
single distribution constant that is conditional with respect to a large number of variables. Thus, 
even if a batch Kd experiment is carefully carried out to avoid introduction of extraneous effects 
such as precipitation, the Kd value that is obtained is valid only for the particular conditions of 
the experiment. The radionuclide concentration, pH, major and minor element composition, 
sorbent mineralogy, particle size and solid-surface-area/solution volume ratio must be specified 
for each Kd value. 

The Triple-Layer Model (TLM) (Davis and Leckie 1978 [DIRS 125591]) is one of the most 
complex model surface complexation models (SCM). These models describe sorption within a 
framework similar to that used to describe associations between metals and ligands in solutions 
(Davis and Kent 1990 [DIRS 143280]; Stumm 1992 [DIRS 141778]). Reactions involving 
surface sites and solution species are postulated based on experimental data and theoretical 
principles. Mass/charge balance and mass action laws are used to predict sorption as a function 
of solution chemistry. Different surface complexation models incorporate different assumptions 
about the nature of the solid-solution interface. These include the number of distinct surface 
planes where cations and anions can attach (double layer vs. triple layer) and the relations 
between surface charge, electrical capacitance, and activity coefficients of surface species. 

The TLM includes an inner plane (0 plane), an outer plane (/3 plane), and a diffuse layer that 
extends from the fiplane to the bulk solutions. The sorption of uranium at the /3 plane of an iron 
oxyhydroxide surface (represented as >FeOH) can be represented by a surface reaction in a TLM 
as: 

>FeOH + U022+  —f >Fe0-UO2+  + 1-1± 	 (Eq. J-1) 

The mass action law for the reaction using the TLM is: 

exp[e — e 
+2  la H+ 	  

yfl  
fluoi 	

FeO — U0 
= 	 kT  

{> Fe0H}auol, 
(Eq. J-2) 
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where Q"°  is the intrinsic surface complexation constant for the uranyl cation; {FeOH} and 
{FeO-UO2+} are the concentrations of the uncomplexed and complexed surface sites, 
respectively; aH , and auo„ are activities of the aqueous species; vfl  and yto  are the electrical 

potentials for the outer (fi) and inner (0) surface planes; and k, T, and e are the Boltzmann 
constant, absolute temperature, and the fundamental charge, respectively. The exponential term 
provides the activity coefficients for the surface sites. 

In the above example, the uranyl ion is bound to the outer fi surface plane (actually, most recent 
studies suggest it is bound to the inner plane). In natural waters, other surface reactions will be 
occurring simultaneously. These include protonation and deprotonation of the Fe0H site at the 
inner 0 plane and complexation of other cations and anions to either the inner or outer surface 
planes. Expressions similar to Equation J-1 above can be written for each of these reactions. For 
more details about the properties of the electrical double layer, methods to calculate surface 
speciation, and alternative models for activity coefficients for surface sites, the reader should 
refer to the references cited above and other works cited therein. 

The TLM contains eight adjustable constants that are valid over the ranges of pH, ionic strength, 
solution composition, specific areas, and site densities of the experiments used to extract the 
constants. The surface-complexation constants, however, must be determined for each sorbent 
of interest and should not be extrapolated outside of the original experimental conditions. 
Although the TLM constants are valid under a wider range of conditions than are Kds, 
considerably more experimental data must be gathered to obtain the seven adjustable parameters. 
On the other hand, an important advantage of surface complexation constant models is that they 
provide a structured way to examine experimental data obtained in batch sorption studies. 
Application of such models may ensure that extraneous effects have not been introduced into the 
sorption experiment and that a valid sorption ratio has been obtained. 

J.6.2 CRITERIA FOR SELECTION OF RECOMMENDED SURFACE 
COM PLEXATION CONSTANTS 

It is important that compilations of thermodynamic data be internally self consistent. All 
equilibrium constants used in speciation calculations are "conditional" constants; they are 
dependent on the values of other constants or variables used either to extract them from 
experimental data or to estimate them from correlation techniques such as linear free-energy 
relations. Each of the SCMs reviewed in this data survey use different relationships between 
charge and surface potential, different assumed site densities, and in some cases different 
standard state conventions in deriving their sorption equilibrium constants. Thus, the surface 
acidity constants and sorption parameters are appropriate only within a given model; parameters 
from different models should not be mixed, because the resultant errors and uncertainties in Kds 
calculated from simulations employing mixed parameters are difficult if not impossible to 
predict. 

Ideally, the process of compiling an internally self consistent database consists of several steps: 
1) compilation of process values such as equilibrium constants for reactions involving the 
element of interest, 2) extrapolation of equilibrium constants to reference conditions (usually 
zero ionic strength and 25 °C), and 3) calculation of property values such as free energies of 
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formation of the products through reaction networks. Surface complexation constants will be 
obtained through fits of sorption isotherm data (sorption as a function of sorbate concentration) 
or sorption envelope data (sorption as a function of pH). Calculated thermodynamic constants 
from different experimental studies may be incompatible if different reference states or reaction 
networks are used. In addition, the constants are dependent on the methods of ionic strength 
correction and the values used for auxiliary species such as OW or 504 2- . 

Often, alternative models for the stoichiometry provide adequate fits to the experimental data. 
Several researchers have illustrated the dependence and non-unique nature of the "intrinsic" 
binding constants by fitting similar sorption edges to a variety of models (Westall and Hohl 1980 
[DIRS 181192]; Turner 1995 [DIRS 144697]). Robertson and Leckie 1997 [DIRS 173763]) 
systematically examined the effects of SCM model choice on cation-binding predictions when 
pH, ionic strength, cation loading, and proposed surface complex stoichiometry were varied. 
Although different models can be used to obtain comparable fits to the same experimental data 
set, the stoichiometry of the proposed surface complex will vary considerably between the 
models. Where possible, the chosen fits should be constrained by spectroscopic or molecular 
modeling studies and stoichiometries that fit a wide range of experimental data should be 
selected (Hayes and Katz 1996 [DIRS 179121]). 

The approach taken in this compilation was to compile the largest internally self-consistent 
network of constants. To achieve this goal, one compromise that had to be accepted was that the 
existence of all recommended species could not be independently verified by experimental 
techniques to exist. A single self-consistent network for sorption of all the requested 
radionuclide species onto either goethite or HFO does not exist. Therefore, the largest self-
consistent network was identified and additional data were used to fill in the gaps. Based on the 
above considerations, the compilations of Wang et al. (2001 [DIRS 176816]) and Turner and 
Sassman (1996 [DIRS 179618]) comprise the best reaction network upon which to base the set 
of surface complexation constants. These authors fit experimental data from several sources to a 
single site Diffuse Layer Model (DLM) using a standard set of acidity constants for goethite. 
The additional data were based on oxidation state analogs or using analogous data on other ferric 
oxyhydroxide substrate. 

J.6.2.1 SELECTION OF DIFFUSE LAYER MODEL FOR THERMOCHEMICAL DATA 
BASE IN PA CALCULATIONS 

The Diffuse Layer model was qualified for use in the performance assessment calculations based 
on its widespread use and acceptability in peer-reviewed literature and qualified research groups. 
Data selection criteria were based on widespread use of work by the cited author and evidence of 
standard knowledge and compatibility with the single-site diffuse layer model, as discussed 
below. 

The Diffuse Layer Model (Stumm et al. 1970 [DIRS 181231]) has been used to model metal and 
radionuclide sorption by many research groups (Langmuir 1997 [DIRS 125369]; Jenne 1988 
[DIRS 162328]; Dzombak and Morel 1990 [DIRS 105483], and EPA 1999 [DIRS 147475]). 
The generalized two-layer model developed by Dzombak and Morel (1990 [DIRS 105483]) and 
is used in the PHREEQC computer code for an extension of the Diffuse Layer Model to obtain 
better fits of sorption data at moderate to high sorbate/sorbent ratios. This is accomplished by 
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including two site types (weak site and strong site) for binding of surface species. This allows 
for differentiating strongly binding solutes from weakly binding solutes, however, the number of 
strong sites is very limited (ratio of weak to strong sites = 100:1 for HFO), and limitations of the 
charge distribution in the Gouy Chapman model as discussed below. 

J.6.2.2 LIMITATIONS OF THE DIFFUSE LAYER MODEL 

The various SCMs differ in assumptions made about the description of the interlayer region, 
specifically, the location of the sorbed species with respect to the surface and the equations used 
to calculate the relationship between electrical potential and charge from the surface to the 
solution. In the DLM (Stumm et al. 1970 [DIRS 181231]), only one sorption plane is allowed 
(the 0 plane), i.e., all sorbing species are assumed be located at the same distance from the 
surface. The relationship between charge and surface potential is described by the Stern-
Grahame modification of the Gouy-Chapman diffuse layer model for symmetrical electrolytes. 
This model describes the surface charge density solely as a function of distance from the surface, 
the electrolyte concentration (or ionic strength of the bulk solution), electrolyte valence, and the 
electrical potential at the surface. The model is most accurate at low ionic strength. Most 
measurements have been made at ionic strengths of 1 M or less. The dependence of the charge 
relations solely on the ionic strength of the solution and not the identity of the solutes is an 
important limitation. 

Experimental and spectroscopic data suggest that multiple planes of sorption exist (Hayes and 
Katz 1996 [DIRS 179121]). The distribution of different solutes (and their charges) at these 
different sorption planes will affect the relationship between surface charge density and electrical 
potential in ways not described by the simple Gouy-Chapman model. This charge distribution 
affects the sorption affinity of the solutes, the shapes of their sorption envelopes and sorption 
isotherms, and ultimately calculated Kds. 

An important limitation of the single plane for sorption in the DLM is that it can distinguish 
between strongly sorbing and weakly sorbing surface species only by varying the value of the 
sorption equilibrium constant. Although the DLM can be used to model sorption under the same 
ionic strength used for the model calibration experiments, it may not be able to account for the 
competitive effects of background electrolytes (such as Na and Cl) with weakly sorbing species 
(such as Ca and Mg) and the resultant effect on the competition between weakly and strongly 
sorbing cations. 

Hayes and Katz (1996 [DIRS 179121]) compared the ability of the NEM (Non-Electrostatic 
Model), DLM and several versions of the TLM to fit divalent cation sorption data over a range of 
ionic strengths, metal concentrations and surface coverages. They found that while all models 
provided adequate fits for sorption envelopes to single sets of calibration data (i.e., at a given 
ionic strength or surface loading) the DLM and NEM were less successful than the TLM in 
modeling sorption for conditions outside of the narrow range of their calibration data sets. In 
particular, the use of a continuum of site types allows the TLM accurately to predict sorption 
over a wide range of site coverages using surface complexes that were consistent with X-ray 
adsorption spectroscopy data. 
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The relative importance of different surface species depends on the extent of surface coverage. 
Hayes and Katz (1996 [DIRS 179121]) compared the ability of monodentate vs. multidentate 
species in explaining sorption at low to moderate (0.1 — 10 percent) and moderate to high 
(10 percent — 100 percent) surface coverages. At moderate to low surface coverages, 
monodentate species predominate for strongly sorbing species and at all surface coverages for 
weakly sorbing species. They found that modeling with monodentate reactions alone lead to 
underprediction of sorption at higher (>10 percent) coverage. 

The inability of DLM to predict sorption over a range of ionic strengths is due to the fact that the 
background electrolyte does not form surface complexes; i.e., no competition exists between the 
background electrolyte and the sorbing species. The only effect of ionic strength in the DLM on 
sorption is through the change in the diffuse layer charge through the Gouy Chapman 
relationship. This effect is second order compared to the direct competition possible in the 
Triple Layer Model. In the TLM, the background electrolyte will compete directly with sorbed 
species at the outer sorption (A layer. 

Hayes and Katz (1996 [DIRS 179121]) found that the DLM would under-predict sorption at 
some coverages and over predict at others and that addition of other multinuclear species did not 
improve the fits consistently over ranges of surface coverages and pH. However they also note 
that although the TLM was more robust that the DLM, it still failed to predict sorption at high 
(>12%) surface coverage without addition of multinuclear (polymeric) species and/or surface 
precipitation reactions. Appelo et al. (2002 [DIRS 168168]) compared the fit of TLM and DLM 
in their compilation of SCM parameters for carbonate sorption onto iron oxyhydroxides. They 
found that the fit of experimental data to the TLM was better and attributed it to the ability of the 
TLM to distribute the surface charge over two electrical double layers (0 and A compared to the 
single electrical double layer of the DLM. In general, at higher concentrations of sorbed species, 
steric and electrical potential effects may be become more pronounced (i.e., the number of 
available surface sites decreases, and the surface charge changes). This may be important for 
large dioxy-actinide complexes (e.g., PuO2,+  U022+,etc.) or highly charged reduced species 
(Th4+, Am +). In the case of carbonate sorption by goethite, Appelo et al. (2002 [DIRS 168168]) 
were able to improve the fit by introducing an additional divalent surface species. However, 
such modifications substantially increase the number of fitting parameters and experimental data 
requirements. 

J.6.3 SORPTIVE COMPETITION 

It is important to estimate how well the SCM parameters, obtained from single solute studies, 
will predict sorption using a single-site DLM when spectroscopic or speciation studies suggest 
that both inner sphere and outer sphere complexes exist in the system with mixtures of 
radionuclides and other solutes. Although this question is best addressed with speciation 
calculations, review of the literature suggests competition among radionuclides and the resultant 
Kds will depend on the number of available sorption sites and concentrations of sorbates in 
solution. Thus, the ability of sorption parameters to predict the effects of competition depends 
on the available surface sites in both the systems used to calibrate the single-solute sorption 
models and the multi-solute system of interest, as well as the speciation model used in the 
calculations. 
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In some experimental studies of metal sorption by hydrous ferric oxides, little competition was 
observed among competing solutes because of the large number of sorption sites (in studies 
reviewed by Xu et al. 2006 [DIRS 181191], p. 2216; and Trivedi et al. 2001 [DIRS 173021]), 
whereas for studies with hematite or goethite, competitive effects were seen because of the 
relatively few number of sites. In a study of competitive sorption of Ni, Zn and Ca by goethite 
where the ratio of weak to strong sites was 100:1, Trivedi et al. (2001 [DIRS 173021]), found 
that a single-site Langmuir model provided a good description of sorptive competition of Ni and 
Zn exclusively onto one high affinity site while Ca sorption exclusively occurred at another weak 
affinity site. 

As discussed above, the single-site DLM is less likely to be successful in predicting sorptive 
competition than the TLM because of its inability to distinguish between inner-sphere and outer-
sphere complexes. A few researchers have been able to successfully model multi-solute sorption 
using surface complexation constants obtained in single sorbate studies. Xu et al. (2006 [DIRS 
181191]) used single sorbate constants obtained with a TLM to successfully model competitive 
sorption of Ni and Zn by goethite over a wide range of solute concentrations at a neutral pH. 
Christl and Kretzschmar (1999 [DIRS 173811]) were able to reproduce sorptive competition 
between copper and lead onto hematite with a basic 2-pK Stern model or a TLM only if they 
used a specific site density of 5 — 10 sites nm -2 . Many other attempts to predict sorptive 
competition have been less successful (see review by Xu et al. 2006 [DIRS 181191]). 

Accuracy of prediction of competitive sorption among radionuclides will depend on the choice 
of site density and specific surface area. Surface site densities of different iron oxyhydroxides 
studied in this review vary widely. Measured specific surface area of goethite ranges from 
14.7 -110 m2  g-1  (Section 6.3.4.3.3). Site densities of goethite listed in Table 6.3-5 range from 
1.02 — 8.59 sites nm -2. Thus, the uncertainty in the predicted Kds for multi-sorbate systems will 
be hard to quantify. 

J.6.4 OTHER UNCERTAINTIES IN SURFACE COMPLEXATION CONSTANTS 

J.6.4.1 Activity Coefficient Model 

The database of Wang and Anderko (1999 [DIRS 181213]) and Wang et al. (2001 
[D1RS 176816]), which was used as the source of constants for Np(V), Pu(V), and Pu(IV), used 
a version of FITEQL (Westall 1992 [DIRS 181271]), that used a modified version of the B-dot 
model of Helgeson (1969 [DIRS 137246]) for calculation of activity coefficients of aqueous 
species. Other data sources (e.g., Turner and Sassman 1996 [DIRS 179618]; Dzombak and 
Morel 1990 [DIRS 105483]) and the PHREEQC code (2006 [DIRS 175698]) used in the TSPA 
sorption calculations described in the TWP use the Davies equation in PHREEQC. The B-dot 
equation is valid over a wider range of ionic strengths (up to 3 molal) and temperature (up to 
300°C) than the Davies equation (Wang et al. 2001 [DIRS 176816]). The ionic strength could 
exceed 3 molal in the TSPA model, but at that point, the solubility models are not valid, and 
alternative concentration limits are applied. At such high dissolved concentrations, the 
calculated Kd becomes very small. This difference in the activity coefficient models in the 
various sources of data and the PHREEQC code introduces some inconsistency and some 
uncertainty into sorption calculations using this database. Other constants were derived using the 
Specific Interaction Theory (SIT) Model (see Table J-2). 
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Wang and Anderko (1999 [DIRS 181213]) describe the modifications to the FITEQL code that 
were made to incorporate the B-dot equation and evaluated the potential effect on the calculated 
surface complexation constants. They found that at the ionic strengths found in most sorption 
experiments (10 -3  to 10-1  M) differences in binding constants (as log K) , calculated using the 
B-dot versions, differed by 10 -3  — 10-2  and were always smaller than standard deviations for the 
estimated binding constants in tested cases. Deviations from the constants calculated with the 
Davies equation were not evaluated but are assumed to be of similar magnitude. The increased 
accuracy from evaluating deviations from the Davies constants would be small. Ionic strength 
effects on sorption are less well modeled than ionic strength effects on pairing of dissolved ions. 

J.6.4.2 Estimated Uncertainty in Model Fits 

Binding constants for Pu(V), Pu(IV), and Np(V) taken from Wang et al. (2001 [DIRS 176816]) 
were obtained from weighted averages of several data sets using the method described by 
Dzombak and Morel (1990 [DIRS 105483]). The standard deviations of the constants were 
assigned equal to the largest a from the individual data regressions and ranged from 0.03 to 1.0 
(in log K units). Uncertainties in the binding constants for surface acidity and the uranium 
surface complexes were expressed as 95 percent deviations (about 26) for the weighted averages 
and ranged from 0.08 to 0.22 (K2, K1) and 0.45 to 0.83 (uranyl surface complexes) log K units. 
Uncertainties in the thorium constants ranged from 0.1 to 1.0 log K units. 

J.6.4.3 Aqueous Speciation Model 

Wang et al. (2001 [DIRS 176816]) took the equilibrium constants for aqueous species from the 
Data0.com.V8.R6 file of the EQ3/6 thermodynamic database for Pu(V), Pu(IV), and Np(V) 
(Wolery 1992 [DIRS 100835], Wolery 1992 [DIRS 100836]). Sources for other aqueous species 
are described in Table J-2. Several differences between this speciation model and the one used 
in PHREEQC may introduce inconsistency into the calculations. In addition, differences from 
the more recent versions of Data° may introduce inconsistencies between the results of the 
sorption calculations and the solubility calculation carried for the RTA and EBS. Some of these 
are discussed below in more detail. 

J.6.4.4 Carbonate Complexes 

The radioactive elements of interest in this database form strong aqueous carbonato-complexes. 
Different studies reviewed for this database included the effects of carbonate in different ways 
leading to another source of inconsistency in this set of SCM constants and uncertainty in 
calculations that use them. In some of these sorption experiments used to obtain surface 
complexation constants, CO2 was not present (Turner and Sassman 1996 [DIRS 179618]). In 
other cases, CO2 may have been present but neither aqueous nor adsorbed carbonate species 
were included in the model. For example, Wang et al. (2001 [DIRS 176816]) did not include 
Pu02+-carbonato complexes in their aqueous model or in their surface complexes; even they 
used data from the experiments of Sanchez et al. (1985 DIRS 107213), which were conducted 
under atmospheric conditions. On the other hand, Wang et al. (2001 [DIRS 176816]) modeled 
Np02+  speciation and sorption by iron oxyhydroxides assuming the presence of aqueous 
carbonate complexes. They included Np02-carbonates in their aqueous model but did not 
include a sorbing Np02-carbonato species. Their model of Np0 2+  sorption by hydrargillite 
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matched the experimental data showing lower sorption at higher carbonate levels and they 
concluded "sorption behavior in the presence of CO2 can be predicted using DLM without the 
inclusion of carbonate-containing surface complexes". In contrast, Turner and Sassman (1996 
[DIRS 179618]) included three UO2-carbonato surface species in their model for 
U(VI)-0O2 system. 

Neither Wang et al. (2001 [DIRS 176816]) nor Turner and Sassman (1996 [DIRS 179618]) 
included sorption of CO2 in their models and argued that at atmospheric Pc02  , it would be 
insignificant. A number of researchers have shown that CO2 does adsorb to iron oxyhydroxide, 
effectively competing with metals for sorption sites (Appelo et al. 2002 [DIRS 168168]; Van 
Geen et al. 1994 [DIRS 144702]). At the higher I'm  to be modeled in TSPA, such competition 
may be significant. However, including CO2 sorption in the suite of reactions introduces 
additional uncertainty in the calculations because this reaction was not included when the 
binding constants for the radioelements were obtained from experimental data. 

J.6.4.5 Use of Constants from 1-Site Model in 2-Site Calculations or Vice Versa 

Although the SCM constants for U(VI) Turner and Sassman (1996 [DIRS 179618]) and Pu(IV), 
Pu(V) and Np02+  were fit with single-site DLMs, several of the other species were fit with 2-site 
DLMs in their source document. Because the data were not refit to a 1-site model for this study, 
it was necessary to mix surface complexation constants from single-site and two-site models in 
the database. There are several alternative ways to do this, as described in Table J-1. Each will 
introduce a different amount of uncertainty in the Kd calculations that use this database. 

Table J-1. Possible Effects on Calculated Kds of Alternative Ways to Mix SCM Constants from Single-
Site and 2-Site Models 

Approach Effect 
Use Kds for single-site K, use total number sites = 
number of high energy sites 

Will correspond to Kd (linear) region of isotherm and 
underestimate Kd at high loadings; i.e., total sorption 
capacity is truncated 

Use Kds for single-site K; use total number of sites Will correspond to Kd at low loadings and 
overestimate Kd  at high loadings 

Use mix of single- and 2-site models depending in 
calculation on what is available 

Will be accurate for single solutes individually but 
lead to inconsistency in competition among solutes. 
Values for sorption constants for single-site models 
typically lie between values for weak site and strong 
site constants used in the 2—site models So, even if 
solutes with a single site are assumed to bind to 
strong sites, they will be displaced by solutes from 
2-site models (since they will have higher K). The 
solutes with single site will have no place to go and 
their Kds will be underestimated. 

Use 2-site model , set Kd = Kw  for those solutes with 
only one K, honor Kd/K,,, ratio from Section 6.5.2.4. 

Solutes with single K will not have many slots on 
strong sites but will have access to weak sites. Kds 
for solutes with single K will be underestimated but 
not as much as in other cases. 

The extent of uncertainty introduced by each of these approaches could be estimated by 
PHREEQC calculation. 
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J.6.5 SELECTION OF SURFACE COMPLEXATION CONSTANTS 

In this section, the sources of data and uncertainties for the recommended surface complexation 
constants in Table J-2 are described. Alternative values and models that were considered are 
listed in Table J-3. 

J.6.5.1 Goethite Properties 

The properties of the sorbent assumed in this database are based on the model iron oxyhydroxide 
used in calculations by Turner and Sassman (1996 [DIRS 179618]). They assumed a model 
goethite based on studies by Balistrieri and Murray (1981 [DIRS 181308]) with a specific 
surface are of 50 m 2  g' and a single-site Diffuse Layer model with site density of 2.31 sites nni 2  
following the recommendations of Dzombak and Morel (1990 [DIRS 105483]) and Davis and 
Kent (1990 [DIRS 143280]). The acidity constants were based on studies by Balistrieri and 
Murray (1981 [DIRS 181308]), where log K+ = 7.35 ± 0.11 and log K_= -9.17 ± 0.08. 

J.6.5.2 Uranium 

The U(VI) model is based on Turner and Sassman (1996 [DIRS 179618]) who fit multiple 
models to data from Tripathi (1984 [DIRS 113425]) and Hsi and Langmuir (1985 
[DIRS 106131]) using the FITEQL V2 code (Westall 1992 [DIRS 181271]). The aqueous 
species model is based on the compilation by Grenthe et al. 1992 [DIRS 101671]); the Davies 
model was used to calculate activity coefficients. The estimated binding constants were based 
on weighted averages of multiple data sets following the procedure of Dzombak and Morel 
(1990 [DIRS 105483]) relying on the standard deviations of the fits calculated by the FITEQL 
V2 code. Data sets for the experiments where CO 2  was present and under CO 2-free conditions 
led to different sets of recommended surface species. The species Fe0H-UO2(OH) 42-  was used 
with some success to fit the data of Tripathi (1984 [DIRS 113425]) for CO2-free system 
(95 percent confidence interval = ±0.64 log K) and systems where CO2 was present (95 percent 
confidence interval = ± 0.83) and can be used over the range of fc.02  in the TSPA calculations. 
The value recommended in Table J-2 is from the system where CO2 was present. A better fit to 
the system where CO2 is present is obtained, however, using the combination of the three species 
FeOH2 -UO2(CO3)2 - , FeOH2 -UO2(CO3)3 -3 , and FeOH2 —(UO2)2CO3(OH)3. 

DLM data for U(IV) were not found in the literature review; the constant from Th(IV) or Pu(IV) 
could be used in initial calculations. 

J.6.5.3 Plutonium 

The Pu(V) and Pu(IV) models are taken from the work of Wang et al. (2001 [DIRS 176816]). 
The properties of the sorbent and the thermodynamic data for aqueous species are consistent with 
Turner and Sassman (1996 [DIRS 179618]) except the former use a B-dot model instead of a 
Davies model for activity coefficients. As mentioned above, Wang et al. (2001 [DIRS 176816]) 
fit the data without including either aqueous or adsorbed Pu02 +-carbonato complexes. Zavarin 
and Bruton (2004 [DIRS 181272]) included the suite of aqueous carbonato complexes from 
Chemical Thermodynamics of Neptunium and Plutonium. Volume 4 of Chemical 
Thermodynamics (OECD 2001 [DIRS 159027]), but had no adsorbed carbonato complexes in 
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the NEM that they fit to the same data set of Sanchez et al. (1985 [DIRS 107213]). Although 
there is evidence that aqueous Pu02 +-carbonato complexes exist and other researchers have 
include the adsorbed species in their fits as shown in Table J-3 below (Berry et al. 2002 
[DIRS 181190]), we have decided to use the constants and speciation of Wang et al. (2001 
[DIRS 176816]) to maintain consistency. 

Wang et al. (2001 [DIRS 176816]) did not obtain single site DLM constants for Pu(III) and 
Pu(VI) from the data of Sanchez et al. (1985 [DIRS 107213]). Using the analog data for U(VI) 
and letting the aqueous speciation and solubility control the amount of Pu(VI) available is 
recommended in this database. Using the data for La(III) is recommended for Pu(III) for 
sorption onto goethite. Alternatively, it is possible to estimate the binding constants using a 
linear-free energy relationship (LFER), as discussed below. Alternatively, constants for HFO 
obtained from a LFER by Mariner and Jackson (1993 [DIRS 181188]) could be used. 

J.6.5.4 Neptunium 

Binding constants for Np(V) were obtained from Wang et al. (2001 [DIRS 176816]) who fit 
constants from the datasets of Nakayama and Sakamoto (1991 [DIRS 172676]) and Tochiyama 
et al. (1995 [DIRS 144644]). They modeled Np02 +  speciation and sorption by iron 
oxyhydroxides assuming the presence of aqueous carbonate complexes but did not include a 
sorbing Np02-carbonato species. Their model of Np02+  sorption by hydrargillite matched the 
experimental data showing lower sorption at higher carbonate levels, and they concluded 
"sorption behavior in the presence of CO2 can be predicted using DLM without the inclusion of 
carbonate-containing surface complexes." 

Single-site DLM binding constants for Np(IV) and Np(III) were not available; therefore, the 
constants for Th(IV) or Pu(IV) and La(III), respectively, should be used in the calculations. 
Alternatively, the constants for HFO obtained from LFER by Mariner and Jackson (1993 
[DIRS 181188]) could be used. 

J.6.5.5 Americium 

Single-site DLM binding constants were not found for Am(III). The Am(III) model in this 
database is based on a 2-site DLM for La(III) (Pepper 2006 [DIRS 179622]); only the weak site 
is used because it dominates above pH of 5.5. The same model could be used for Np(III) and 
Pu(III) to maintain internal consistency. The uncertainties associated with use of binding 
constants from a 2-site model in the 1-site model are discussed in Section J.6.4.5. Alternatively 
the single-site DLM of Naveau et al. (2005 [DIRS 173018]) for Eu(III) sorption by goethite can 
be used; however, they use a different set of surface acidity constants (log K+  = 6.53; log K = -
7.54). Alternatively, a set of constants for Am(III) could be obtained with a LFER as discussed 
below. 

J.6.5.6 Thorium 

A single-site DLM was not available for sorption of thorium by goethite. The single-site DLM 
constants in Table J-2 are taken from the thorium model of Cromieres et al. (1998 
[DIRS 179616]) for studies of thorium sorption by hematite in low CO2 (10 -5  M) systems. The 
SCM constants are consistent with hydrolysis constants from Baes and Mesmer (1976 
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[DIRS 157860]) and the Specific Interaction Theory for activity coefficients. A single-site 
model was fit by Cromieres et al. (1998 [DIRS 179616]) because the surface coverage was very 
low in the experiments. This model is similar to other models using hematite with the Triple-
Layer Model, as shown in Table J-3. In thorium sorption studies at higher CO2 levels, Murphy et 
al. (1999 [DIRS 179553]) thorium-carbonate complexes dominated the speciation in solution but 
there were no adsorbed thorium-carbonato complexes in the single-site TLM fit to the data. 
Other studies using the TLM included carbonato complexes and a Th-SO4 complex and are 
described in Table J-3. 

J.6.5.7 Nickel 

Binding constants for Ni(II) are taken from Dzombak and Morel (1990 [DIRS 105483]). They 
assumed a ferrihydrite sorbent with 2.31 sites nm -2  in a 2-site DLM. The weak site constant was 
obtained by a linear free-energy relationship (their Table 10.5). The uncertainties associated 
with use of binding constants from a 2-site model in the 1-site model are discussed in 
Section J.6.4.5 

J.6.5.8 Carbonate 

Sorption of carbonate is considered explicitly in the calculations using complexation constants 
from Appelo et al. (2006 [DIRS 168168]). These constants were obtained from fits of carbonate 
sorption data of Zachara et al. (1987, DIRS 105963) onto ferrihydrite using substrate properties 
proposed by Dzombak and Morel (1990 [DIRS 105483]). Attempts to apply these constants in a 
DLM to predict sorption of CO2 by goethite (Villalobos et al. 2003 [DIRS 173017]) were only 
partly successful; the pH sorption envelope was shifted by one pH unit to acid conditions. The 
model overpredicts sorption by about 33 percent at pH = 3 and under predicts it by about 
33 percent at pH = 8. An alternative DLM using a doubly charged carbonate surface complex 
and adjusted surface acidity constants (Ka i and Ka2) was more successful in matching the data). 
As discussed in Section J.6.4.4 above, inclusion of a separate sorption reaction for carbonate will 
introduce inconsistency into the databases and uncertainty into the surface complexation 
calculations because several of the actinide SCM constants were derived without including a 
similar reaction in systems where CO2 was present. 
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 Table J-2. Summary of Surface Complexation Constants 

Ref Solid 
Model/# 
of Sites 

N. 
sites nm -2  

Surface acidity 
constants: 

log K+ 

log r 
Surface 
species Aqueous model 

Activity 
coefficient 

model Comments 
Np(V)02+  
Wang et al. 
(2001 [DIRS 
176816]) 

goethite DLM/1 2.31 Turner and Sassman 
(1996 [DIRS 179618]) 
7.35 
-9.17 

XOH-Np02+  
XO-NpO2OH-  

Fuger (1992 [DIRS 
108201]) 

B-dot 

Pu(IV) 
Wang et al. 
(2001 [DIRS 
176816]) 

goethite DLM/1 2.31 Turner and Sassman 
(1996 [DIRS 179618]) 
7.35 
-9.17 

XO-Pu3+  
XO-Pu0H2+ 
XO-Pu(OH)3 

Fuger (1992 [DIRS 
108201]) 

B-dot Based on data from 
Sanchez et al. (1985 
[DIRS 107213]) 

Pu(V)02+  
Wang et al. 
(2001 [DIRS 
176816]) 

goethite DLM/1 2.31 Turner and Sassman 
(1996 [DIRS 179618]) 
7.35 
-9.17 

XOH-Pu02+ 
XO-Pu02 
XO-Pu020H- 

Fuger (1992 [DIRS 
108201]) 

B-dot Based on data from 
Sanchez et al. (1985 
[DIRS 107213]) 

U(VI) — use for Pu(VI), Np(VI) also 
Turner and 
Sassman 
(1996 [DIRS 
179618]) 

goethite DLM/1 2.31 7.35 
-9.17 

XOH- 
UO2(OH)42-  
XOH2 - 
UO2(CO3)2- 
XOH2 - 
UO2(CO3)3-3 
XOH2 — 
(UO2)2CO3(0 
H)3 

Grenthe et al. 
(1992 [DIRS 
101671]) 

Davies Multiple fits to data of 
Tripathi (1983 [DIRS 
113425]) and His and 
Langmuir (1985 
[DIRS 106131]) 
possible, no spectra; 
no CO2 sorption; fit to 
data of Tripathi 
stressed for CO2-free 
system (p. 321); 4 
species needed for 
CO2 system 
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Table J-2. Summary of Surface Complexation Constants (Continued) 

Ref Solid 
Model/# 
of Sites 

Ns  
sites nnf2  

Surface acidity 
constants: 

log k' 
log i -  

Surface 
species Aqueous model 

Activity 
coefficient 

model Comments 

Th(IV) — use for U(IV) also 
Cromieres 
et al. (1998 
[DIRS 
179616]) 

hematite DLM/1 1.22 
From 
38.4 
peq/g; 
SA = 19 m2 g-1 

Own work in previous 
publications; 0.01M 
NaCI 

7.4 
-8.1 

Fe0H-Th4+  
FeO- 

+ Th(OH)2 
Fe0-Th(OH)4 

Baes and Mesmer 
(1976 [DIRS 
157860]) 

SIT Two sets of Ks; 
depend on aqueous 
model; B&M 

s
preferred; 
y 	

low CO2 
stem 

Analogs for Am(III) — use for Pu(III), Np(III) also 
Pepper et 
al. (2006 
[DIRS 
179622]) 
La(III) 

goethite DLM/2 1.78 
w/s = 40 

Turner and Sassman 
(1996 [DIRS 179618]) 

(s)Fe0-La2+  
(w)FeO- 
La0H+ 

Haas et al. (1995 
[DIRS 179671]) 

FITEQL Suggested model 
assuming weak site 
dominates above 
pH=5 

Naveau et 
al. (2005 
[DIRS 
173018]) 
Eu(III) 

goethite DLM/1 1.8 Own model 
6.53 
-.54 7  

X-OHEu3+  
X-OEu(OH)2 

JCHESS/ 
FITEQL3.2 

JCHESS Alternate model; 
Eu(III); 	Non 
electrolyte model 
differs from models 
with background 
NaCI, NaNO3, KNO3; 
low CO2 

Ni(II) 
Dzombak 
and Morel 
(1990 
[DIRS 
105483]) 

ferrihydrite DLM/2 2.25 
SA = 600 m2 e 

From Dzombak and 
Morel (1990 [DIRS 
105483]) 
7.29, 
-8.93 

(s)Fe0-Ni +  
(w)Fe0-Ni++ 

Baes and Mesmer 
(1976 [DIRS 
157860]) 

Davies K2 Estimated by 
LFER (Table 10.5, 
Dzombak and Morel 
1990 [DIRS 105483]) 

Carbonate 
Appelo et 
al. (2002 
[DIRS 
168168]) 

ferrihydrite DLM/1 2.25 
SA = 600 
m2 g-1 

From Dzombak and 
Morel (1990 [DIRS 
105483]) 
7.29, 
-8.93 

Hfo_wOCO2 
Hfo w0CO2H _ 

PHREEQC-2 Debye 
Huckel model 
in 
PHREEQC-2 

Assume CO3 binds 
only to weak site of 
Dzombak and Morel 
(1990 [DIRS 
105483]) 2-site 
model 
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 Table J-3. Summary of Surface Speciation Models Reviewed 

Ref Solid 
Model/ # 
of Sites 

N. 

sites nm -2  Surface acidity 
Surface 
species Aqueous model 

Activity 
coefficient 

model Comments 

Np(V)02+  
Wang 
(2001 
[DIRS 
176816)) 

goethite DLM/1 2.31 Turner and Sassman 
(1996 [DIRS 179618]) 

X0H-Np02+  
X0- 
Np020H- 

Fuger (1992 [DIRS 
108201]) 

B-dot 

Wang 
(2001 
[DIRS 
176816]) 

ferrihydrite DLM/1 2.31 Turner and Sassman 
(1996 [DIRS 179618]) 

XO-Np02 Fuger (1992 [DIRS 
108201]) 

B-dot 

Richter 
(2005 
[DIRS 
180019)) 

hematite DLM/1 12.05 Averages from multiple 
data sets 

FeONpO2 
FeONpO2(02 
COH)22- 

Guillaumont et al. 
(2003 [DIRS 
168382D 

Davies Need ternary 
carbonato complex 

Zavarin 
(2004 
[DIRS 
181272]) 

goethite NEM/1 2.31 Dzombak and Morel 
(1990 [DIRS 105483]) 

FeOHNp02+  
FeOHNp03- 

GEMBOCHS Davies Single site NEM 
using FITEQL and 
visual acceptance 
criteria 

Mariner and 
Jackson 
(1993 
[DIRS 
181188]) 

HFO DLM/2 or 
1 

2.31 
w/s = 40 

Dzombak and Morel 
(1990 [DIRS 105483]) 

SOHNpO2(O 
H) 

Lemire and Garisto 
(1989 [DIRS 
106580]) AECL 

MINTEQ2A 1 site for Np(V) 
used; Np data from 
Girvin et al. (1991 
[DIRS 180108]) 

Np(IV) 

Mariner and 
Jackson 
(1993 
[DIRS 
181188]) 

HFO DLM/2 or 
1 

2.31 
w/s = 40 

Dzombak and Morel 
(1990 [DIRS 105483]) 

SONp3+ 

SONp0H2+ 
SONp(OH)3 
SONp(OH)4- 

Lemire and Garisto 
(1989 [DIRS 
106580]) AECL 

MINTEQ2A 1 site for Np(IV) 
used; Pu data from 
Sanchez et al. (1985 
[DIRS 107213]) 
fitted with FITEQL 
with sorption edge 
shifted 0.56 pH units 
based on diff with 
K11 
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Table J-3. Summary of Surface Speciation Models Reviewed (Continued) 

Ref Solid 
Model/ # 
of Sites 

Ns 
sites nm-2  Surface acidity 

Surface 
species Aqueous model 

Activity 
coefficient 

model Comments 
Np(III) 
Mariner and 
Jackson 
(1993 
[DIRS 
181188]) 

HFO DLM/2 or 
1 

2.31 
w/s = 40 

Dzombak and Morel 
(1990 [DIRS 105483]) 

SONp2+  Lemire and Garisto 
(1989 [DIRS 
106580]) AECL 

MINTEQ2A 1 strong site for 
Np(III) used; LFER 
for strong site. 

Pu(IV) 
Wang et al. 
(2001 
[DIRS 
176816]) 

goethite DLM/1 2.31 Turner and Sassman 
(1996 [DIRS 179618]) 

XO-Pu3+ 

XO-Pu0H2+ 
XO-Pu(OH)3 

Fuger (1992 [DIRS 
108201]) 

B-dot Based on data from 
Sanchez et al. (1985 
[DIRS 107213]) 

Mariner and 
Jackson 
(1993 
[DIRS 
181188]) 

HFO DLM/2 or 
1 

2.31 
w/s = 40 

Dzombak and Morel 
(1990 [DIRS 105483]) 

SOPu3+  
SOPu0H2+ 
SOPu(OH)3 
SOPu(OH)4_ 

Lemire and Garisto 
(1989 [DIRS 
106580]) AECL 

MINTEQ2A 1 site for Pu(IV) 
used; data from 
Sanchez et al. (1985 
[DIRS 107213]) 
fitted with FITEQL 

Zavarin 
(2004 
[DIRS 

goethite NEM/1 2.31 Dzombak and Morel 
(1990 [DIRS 105483]) 

riteria  

Fe0HPu02+  
FeOHPuO2 

GEMBOCHS Davies Single site NEM 
using FITEQL and 
visual acceptance 
criteria 

Pu(III) 
Mariner and 
Jackson 
(1993 
[DIRS 
181188]) 

HFO DLM/2 or 
1 

2.31 
w/s = 40 

Dzombak and Morel 
(1990 [DIRS 105483]) 

SOPu2+  Lemire and Garisto 
(1989 [DIRS 
106580]) AECL 

MINTEQ2A 1 strong site for 
Pu(III) used; LFER 
for strong site in 
D&M for cation 
assumed(?) 
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Table J-3. Summary of Surface Speciation Models Reviewed (Continued) 

Ref Solid 
Model/ # 
of Sites 

Ns 

sites nm4  Surface acidity 
Surface 
species Aqueous model 

Activity 
coefficient 

model Comments 

Pu(V)02+  

Wang et al. 
(2001 
[DIRS 
176816]) 

goethite DLM/1 2.31 Turner and Sassman 
(1996 [DIRS 179618]) 

XOH-Pu02+  
XO-Pu02 

XO-Pu020H - 

Fuger (1992 [DIRS 
108201]) 

B-dot Based on data from 
Sanchez et al. (1985 
[DIRS 107213]) 

Zavarin 

(2004 
[DIRS 
181272]) 

goethite NEM/1 2.31 Dzombak and Morel 
(1990 [DIRS 105483]) 

Fe0HPu02+  

Fe0HPu03- 

GEMBOCHS Davies Single site NEM 
using FITEQL and 
visual acceptance 
criteria 

U(VI) 

Waite et al. 
(1994 
[DIRS 
108746]) 

ferrihydrite DLM/2 Total = 
0.875 mol 
mol -1  Fe 

Fes  = 1.8 
mmol 
mol -1  Fe 

Davis (1978 [DIRS 
182146]) 

Fe502-UO2 

Few02-UO2 

Fe 02- , ,,,s ,,..., 
uk../2L..../32- 

Fe,,,,02- 
UO2C032  

Grenthe et al. 
(1992 [DIRS 
101671]); Tripathi 
(1984 [DIRS 
113425]) 

Davies Includes 

Fe-CO3H and Fe-
CO3-  surface 
species 

Turner and 
Sassman 
(1996 
[DIRS 
179618]) 

goethite DLM/1 2.31 Turner and Sassman 
(1996 [DIRS 179618]) 

Simplest: 

XOH- 
UO2(OH)2 

XOH - 
UO2CO3 

Consistent: 

XOH- 
UO2(OH)42- 

XOH2 -
UO2(CO3)2 

XOH2  -
UO2(CO3)3 3  
XOH2 — 

(UO2)2CO3(0 
H)3 

Grenthe et al. 
(1992 [DIRS 
101671]) 

Davies Multiple fits possible, 
choice based on 
parsimony; no 
spectra; no CO2 
sorption; fit to data 
of Tripathi stressed 
for CO2 free system 
(p. 321); 4 species 
needed for CO2 
system 
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Table J-3. Summary of Surface Speciation Models Reviewed (Continued) 

Ref Solid 
Model/ # 
of Sites 

N5 
sites nm -2  Surface acidity 

Surface 
species Aqueous model 

Activity 
coefficient 

model Comments 

Wazne et 
al. (2003 
[DIRS 
180093]) 

ferrihydrite DLM/1 Total = 
0.875 
mol/mol 
Fe 

Waite et al. (1994 [DIRS 
108746]) 

SO-UO2+  
SO-UO2CO3 
SO- 	

3_ 
UO2(CO3)2 

MINTEQ2A, 
Grenthe et al. 
(1992 [DIRS 
101671]), Waite et 
al. (1994 [DIRS 
108746]), Tripathi 
(1984 [DIRS 
113425]) 

Davies Species supported 
by zeta, FTIR; 
carbonate sorption 

Lenhart and 
Honeyman 
(1999 
[DIRS 
179672]) 

hematite TLM/2 2.31 
Few/Fes  = 
325 

Waite et al. (1994 [DIRS 
108746]) 

See Waite Grenthe et al. 
(1992 [DIRS 
101671) 

Davies TLM model 

Van der 
Lee and 
Lomenech 
(2004 
[DIRS 
180973]) 

goethite DLM/1 1.56 Own constants (Fe-O)2UO2 Grenthe et al. 
(1992 [DIRS 
101671]) 

CHESS Others SCMs 
available; no CO2 

Missana et 
al. (2003 
[DIRS 
173759)) 
JCIS 

goethite DLM/1 2.2 Own constants 1. FeO-UO2+  
FeO- 

U020H or 
2. (Fe-
O)2UO2 

Grenthe et al. 
(1992 [DIRS 
101671]) 

CHESS Model 1 works best; 
no CO2;  NEM did 
not work as well. 

Th(IV) 
Murphy et 
al. (1999 
[DIRS 
179553]) 

hematite TLM/1 2.31 Own data Fe0H-Th4+  Baes and Mesmer 
(1976 [DIRS 
157860]); Osthols 
(1995 [DIRS 
179704]) 

Davies TLM model 
CO2 sorbs; 

Cromieres 
et al. (1998 
[DIRS 
179616]) 

hematite DLM/1 38.4 
pteq/g; 
SA = 19 
m2 g -1 

Own work in previous 
publications 

Fe0H-Th4+  
FeO- 
Th(01-)2+ 
Fe0- 
Th(OH)4 

Baes and Mesmer 
(1976 [DIRS 
157860]) 

SIT Two sets of Ks; 
depend on aqueous 
model; B&M 
preferred; low CO2 
system 

EB
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Table J-3. Summary of Surface Speciation Models Reviewed (Continued) 

Ref Solid 
Model/ # 
of Sites 

Ns 

sites nnf2  Surface acidity 
Surface 
species Aqueous model 

Activity 
coefficient 

model Comments 
La Flamme 
and Murray 
(1987 
[DIRS 
147523]) 

goethite TLM/1 See 
reference 

See reference 5 hydrolyzed 
species; 
ternary Th 
carbonato 
complexes? 

See reference See reference TLM model; CO2 
sorbs; low solids 
concentration 

Hunter et 
al. (1988 
[DIRS 
147464]) 

goethite TLM/1 See 
reference 

See reference FeO-- 
Th(OH)22+ 

FeO-- 
Th(OH)3+  
FeO-- 
Th(OH)4 

Baes and Mesmer 
(1976 [DIRS 
157860]) 

See reference TLM model 
Possible importance 
of Th-SO4 pair; other 
surface species at 
pH>6? 

Quigley et 
al. (1996 
[DIRS 
179706]) 

hematite TLM/1 See 
reference 

Own work FeO-Th 3+  Baes and Mesmer 
(1976 [DIRS 
157860]); Osthols 
(1995 [DIRS 
179704]) 

Davies TLM model 
Couldn't fit pH >3; 
CO2 sorbed; 
irreversible 
sorption? 

Am(III) 
Degueldre 
et al. (1994 
[DIRS 
174069]) 

hematite NES/1 3 
sites nm-2 

NA Multiple 
ternary 

See reference NA? NES model; 
calculates Kp 

Naveau et 
al. (2005 
[DIRS 
173018]) 
Eu(III) 

goethite DLM/1 1.8 
sites nm-2 

Own model X-OHEu 3+ 

X-OEu(OH)2 
JCHESS/ 
FITEQL3.2 

JCHESS Eu(III); Non 
electrolyte model 
differs from models 
with background 
NaCI, NaNO 3 , 
KNO3; low CO2 
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Table J-3. Summary of Surface Speciation Models Reviewed (Continued) 

Ref Solid 
Model/ # 
of Sites 

N5 
sites nnf2  Surface acidity 

Surface 
species Aqueous model 

Activity 
coefficient 

model Comments 
Pepper et 
al. (2006 
[DIRS 
179622]) 
La(III) 

goethite DLM/2 1.78 
sites nm-2 

w/s = 40 

Turner and Sassman 
(1996 [DIRS 179618]) 

(s)Fe0-La2+ 

(w)FeO- 
La0H+ 

Haas et al. (1995 
[DIRS 179671]) 

FITEQL La(III) 

Alonso and 
Degueldre 
(2003 
[DIRS 
179663]) 

Fe0OH NES 3 
sites nm -2 See reference FeO-Am2+  

Fe0-Am01-1*   
See reference none Has correlation 

between SCM and 
hydrolysis 

NOTE: "w/s" = ratio of weak/strong sites 
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EBS Radionuclide Transport Abstraction 

J.7. CONCLUSIONS 

The set of constants provided in this appendix are good for a first set of sensitivity analysis 
calculations but may suffer from the use of analog elements used to maximize internal self-
consistency. Errors in the calculated speciation from mixing values from different reaction 
networks in this set of constants are difficult to estimate without making ad hoc assumptions. 

Alternative approaches may improve model performance. The first step would be to calculate a 
new set of LFERs based on Hard-Soft Acid-Base Theory (HSAB) for a single-site model for 
sorption of monodentate complexes onto goethite by combining data from different ferric iron 
substrates: 

1. Plot log KDLM + log K2 vs log K11 for Eu 3+, La3+, Cr3+, Am3+  to obtain regression line and 
calculate values for Np3+  and Pu3+  for goethite. 

2. Plot log KDLM + log K2a  vs log K11 for Th 4+, Pu4+, to obtain regression line and calculate 
values for U4+  onto goethite. 

3. Plot log KDLM + log K2a  vs log K11 for divalent cations (Hg, Cu, Zn, Ni, Cd, Ag) listed in 
Dzombak and Morel (1990 [DIRS 105483], Table 10.5) that fit best along the LFER, to 
obtain regression line and calculate values for Np(VI)022+, Pu(VI)022+  onto goethite. 

Alternative models might also benefit from a refined set of constants that include sorption of 
ternary surface actinide-carbonato complexes. It may also help to use smaller reaction networks 
using 2-site DLMs to consider competition under conditions with higher Pco,  than the CO2-free 
or low Pco, conditions used in many of the cited studies from which the constants recommended 
in Table 4.1-17 were obtained. 
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EBS Radionuclide Transport Abstraction 

SPECIFIC SURFACE AREA DISTRIBUTIONS FOR HFO AND GOETHITE 

HFO SURFACE AREA 

The tabulated data contained in Table 4.1-14 and reappearing in Excel file 
11FO_Sp_Surf Area_Analysis 7-12-2007.x1s (DTN: SNO703PAEBSRTA.001) is analyzed. 
Initial inspection of the histogram (Figure K-1) leads to a lognormal distribution as a good 
candidate for a distribution fit for the data. 

H istogram 

20 
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1-1 n  ri 11 

 

>, 15 
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Bin 

Source: Output DTN: SNO703PAEBSRTA 	file HFO Sp_Surf Area Analysts 7 - 12- 2007 xis. worksheet lit". 

Figure K-1. Histogram of HFO Specific Surface Area Data 

Thus the data set was transformed to natural log space. and a Ryan-Joiner test for normality was 
performed. The normality test failed, so a Normality Plot with confidence bands was constructed 
to find suspected outliers. 
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Source. Output DTN SNO703PAEBSRTA.001. file HFO Sp Surf Area_Analysis 7-12-2007.xls, worksheet "plot". 

Figure K-2. Normality  Plot of HFO Specific Surface Area Data 

The model parameters (mean and standard deviation) were estimated as shown in Table K-1 in 
natural log space using the method of Least Squared error Estimation by means of the Excel 
"Solver" tool for later comparison. 

Table K-1. HFO Specific Surface Area Statistical Parameters 

Parameter Natural Log Space Real Space 

Mean 5.532 274.1 
Standard Deviation 0.404 115.4 

Visual inspection of the data suggested that the lower two values may be outliers. An Outlier 
Test was performed on the entire dataset. For this, the interquartile range, AY (the range between 
the first quartile and the third quartile), of the dataset was obtained. It was found that all except 
two data points fall within the 1.5AY of the nearest quartile. One of the two outlier data points 
fell more than 34Y from the nearest quartile and was classified as an "extreme outlier," while the 
other data point was classified as a "mild outlier." The extreme outlier was removed from the 
data set, and the normality test was performed again for the remaining data. 
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In (x) 
Source: Output DTN: SN0703PAEBSRTA.001, file HFO Sp Surf Area Analysis 7- 12-2007.xls. worksheet 'rplot". 

Figure K-3, Normality Plot of HFO Specific Surface Area Data with Extreme Outlier Removed 

The remaining data were shown not to deviate significantly from the normality assumption. As 
shown on Figure K-3. eliminating the extreme outlier resulted in tighter confidence bands and 
inclusion of more observations within the band limits. The model parameters (mean and 
standard deviation) were then estimated in natural log space using the method of Least Squared 
error Estimation by means of the Excel "Solver" tool and are shown in Table K-2, 

Table K-2. HFO Specific Surface Area Statistical Parameters with Extreme Outlier Removed 

Parameter Natural LoLSpace Real Space 
Mean 5.541 275_6 
Standard Deviation 0.396 113.4 

A plot of the observations and fitted distribution with R 2 = 0.981 is shown on Figure K-4. 
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4 	 4.5 	 5 	 5.5 
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65 
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Source: Output DTN: SNO703PAEBSRTA.001. file HFO_Sp Surf Area_Analysis 7-12-2007.xls. worksheets "fit" 
and "plot." 

Figure K-4. 	Lognormal Fitted Distribution of HFO Specific Surface Area Data 

Conclusion: 

Although it appears that the model parameters had not changed significantly, they were changed 
enough to challenge the appropriateness of the distribution fit. This study closes with the 
recommendation of eliminating the lowest value from the data set, since it has qualified as an 
extreme outlier when compared to the rest of the data set. 

GOETHITE SURFACE AREA 

The tabulated data for goethite-specific surface area contained in Table 4.1-12 were observed to 
fit a lognormal distribution in DTN: SNO7O3PAEBSRTA.O01, Excel file Goethite Specific 
Surface Area 7-12-2007.x1s. Statistical parameters for the fit are shown in Table K-3. The 
lognormal fit to the data, with R 2  - 0.996, is shown on Figure K-5. The data were fit to a 
lognormal distribution by using the Excel "Solver-  tool to minimize the sum of squared residuals 
(i.e., the square of the difference between the fitted curve and the measured value). 

Table K-3. Goethite Specific Surface Area Statistical Parameters 

Parameter Natural Log Space Real Space 

Mean 3.793 5142 
Standard Deviation 0.543 30.09 
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Figure K-5. 	Lognormal Fitted Distribution of Goethite Specific Surface Area Data 
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EBS Radionuclide Transport Abstraction 

REPRESENTATION OF RADIAL DIFFUSIVE TRANSPORT USING CARTESIAN 
GRID GEOMETRY 

Within the EBS, the waste form and corrosion products spatial domains are conceptualized using 
radial geometry. In order to show how the radial transport is captured by Cartesian geometry, it 
is necessary to demonstrate how to describe the diffusive areas and diffusive path lengths that 
determine the diffusive transport. With this objective in mind, a simple diffusive transport model 
is developed with finite difference discretization. The diffusive areas and path lengths are 
described and a computational solution is obtained that allows comparison with a known 
analytical solution. 

Consider diffusive mass transport with diffusivity D in a region described by cylindrical 
coordinates (r, 0, z) with 0 0 0 < 27z-  , and 0 Assume initial and boundary 
conditions are such that there is symmetry in 0 and that no diffusion occurs in the z-direction. 
The cylinder in the z-direction acts like an infinite cylindrical region or for a finite cylinder we 
assume there are no end effects. The one-dimensional radial diffusive transport in this 
cylindrical region is described by: 

ac _ —=Dv2c =D a rac , for 0 < r < a . 
at 	r ar ar 

(Eq. L-1) 

A cell-centered finite difference discretization of the radial diffusion equation, Equation L - 1, is 
considered. A discretization, which is first-order backward in time for the time derivative and 
second-order implicit for the spatial derivatives, is consistent with the discretization in the TSPA 
GoldSim model. The finite difference approximation is: 

n+I 	n 
C 	— C j  

rj +112 

( 	n+I 	n+1 \ 
C j+1  — C j  

n+1 	n+1\ 
C j 	— C1-1  (Eq. L-2) 

At 	rj  Ar Arj+I 2 	j Arj-112 

where 

n 

r1  

Ar 

rj±1/ 2 

Arj±1/ 2 

= time index 

= cell or spatial index 

center of cell j 

= length of cell j 

interface location between cell j and cells j± 1 

= radial length from center of cell j to center of cells j± 1. 
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EBS Radionuclide Transport Abstraction 

If the diffusive flux terms in Equation L-2 are multiplied and divided by the constant factor 227 -L , 
then the discretized Equation L-2 is: 

n+1 	n 	 +1 	 n+1 	n+1 

	

C — C 	 c n  — Cn+ 1  j+1 	j 	 C — 
c' 2,71-Lr 	 2zLr   . 	(Eq. L-3) pi-1/2 	 ,-112 At 	2 ithr Ari 	 Or 	 Or j+1/ 2 j 	 ;-1/2 j_ 

The term in the denominator is the volume of the j-cell: 

= 7r4r1+1/2 + rj-1/ 2 Xrr+1/ 2 — r1-1/2 ) 

= 27ri, r'
+1 1 2 +  r; -11 2 

 Ar 
2 

= 27-t:Lr Ar 

(Eq. L-4) 

= 

where the diffusive area of cell j is: 

Define the diffusive area between cells 

The discretized Equation L-3 is written 

n+1 	n 
Cj 	— 

Ar , 

as: 

A;±112 

as: 

Aj+112 

A = 2zLr 

= 2Ar ±1 12 

I 	n+1 	n+1 

	

c'+1 
	Cj 

• 

A1-1/2 

( 	n+1+1 \ c 	— c.17 

(Eq. L-5) 

(Eq. L-6) 

(Eq. L-7) 
At 	A J .Ar J Arj+1/ 2 	j Arj -1 I 2 	j 

From Equation L-7, the diffusive flux across the j +1 / 2 interface is: 

n+I D  Aj+112  E.n+1 	,n+1) 
j+112 	 " 1+1  Ar j+1/ 2 

(Eq. L-8) 

The continuity of the diffusive flux across the cell interfaces requires the evaluation of the 

interface terms 
A 

j±1/ 	2  as the harmonic average of the adjacent cell terms: 
Arj±1/2 

A;±112 	 2 
Ari±1 , 2 	Ar. Ar j±1  

A 	A 1±1  

(Eq. L-9) 
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The one-dimensional diffusion equation in Cartesian space with diffusive area a function of the 
Cartesian variable x is: 

A(x) = a D  (A(x)P--c 
a

--) 
at  

(Eq. L-10) 

on the interval 0 	A discretization of the diffusion equation in Cartesian coordinates 
consistent with that used in the radial form of the transport equation, i.e., first-order backward in 
time and second-order implicit in space, is: 

n+I  

At At 	A JA x AX j+1/ 2 

c  D  — 	[  Aj+I/2 	n+I 	n+I 	A
P-1/2 	n+I 	n+1 

Cj+I —CJ AXj-1 /2 
C — 

where 

n 	= time index 

= cell or spatial index 

center of cell j 

Axi 	length of cell j 

x,±112 	= interface location between cell j and cells j ± 1 

Ax j±1/2 	= length from center of cell j to center of cells j ± 1. 

Now define the diffusive area in cell j as: 

(Eq. L-11) 

A =27rLxj . 	 (Eq. L-12) 

If the Cartesian independent variable x is identified with the radial variable r, then the 
discretization in Cartesian coordinates, Equation L-11, is the same as the radial discretized 
Equation L-7. If x = r the diffusive lengths in the Cartesian grid are the same as the diffusive 
lengths in the radial grid. The diffusive area given by Equation L-12 is identical to the radial 
diffusive area as given by Equation L-5. Also, the cell lengths are identical, Ax, = Ar , and 
consequently, the Cartesian volume of cell j is Vj  = Aj Ax., . This is equal to the cell volume for 
the radial grid given in Equation L-4. Thus, the radial and Cartesian volumes for the cells are the 
same. Therefore, the Cartesian formulation is identical to the radial formulation if the diffusive 
areas and lengths are defined appropriately. 
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A computational example demonstrates the solution of the radial diffusion equation with 
appropriate Cartesian diffusive areas and lengths. Consider the solution of the radial diffusion 
equation, Equation L-1, with boundary conditions: 

and initial condition 

c(a,t)= c a  and —ac 0,0= 0 , 0 t T , 
ar 

(Eq. L-13) 

c(r,0)= 0, 0 r < a . 	 (Eq. L-14) 

This boundary value problem has an analytic solution given by Carslaw and Jaeger (1959 
[DIRS 100968 ], p. 199, Eq. 10): 

[ c(r,t)= ca  1 – 22.,  exp 	n  2 	n  
x–Icc' 	( f3 2Dt)J0 (1-13 I a) 
n=1 	\ 	a 	16,,J1(16,i) _ 

 

(Eq. L-15) 

where 13,, , n = 1, 2, ... are the roots of: 

  

Jo (f3) = 0. 	 (Eq. L-16) 

A uniform grid of size h for the spatial discretization of the radial geometry determines the radial 
cell centers as: 

h 
1" = — 

2 
	

(Eq. L-17) 
= ri  + h, 	j=1,...,N+1. 

The spatial discretization contains N interior cells to the region 0 r < a . The boundary cell, 
cell index, N +1, is determined so that the cell center is located at the boundary r = a , which 
allows the boundary condition at r = a to be honored. With this spatial discretization the 
uniform cell length is: 

h =  a 	 (Eq. L-18) 
N +1/2 

Solutions of the finite difference equation, Equation L-11, with diffusive areas determined by 
Equation L-12, and satisfying the initial and boundary conditions, are calculated with 
parameters: 

D 	= 0.001 [m2  yr-I ] 

a 	= 1.0 [m] 

T 	= 100 [yr] 
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At 	= 0.1 [yr] 

c„ 	= 1.0 [g 

and with spatial grid refinement (N = 3, 9). GoldSim V. 9.60.100 (2007 [DIRS 1819031) was 
used to compute the finite difference solutions. The two GoldSim solutions and the analytic 
solution are shown on Figure L-1. The results show good agreement for the radial diffusion 
between the finite difference solution and the analytic solution. Convergence with respect to the 
spatial discretization of the finite difference solution to the analytic solution can be seen in the 
values for the root mean square error of the approximations on Figure L-1. 

0.2 
♦  GoldSim 3-cell: rms error = 0.005 

GoldSim 9-cell: rms error = 0.003 
—Analytic 

0. 0 
0.0 	0.1 	0.2 	0.3 	0.4 	0.5 	0.6 	0.7 	0.8 	0.9 	1.0 
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Source Output DTN SNO703PAEBSRTA 001 

Figure L-1. 	Radial Diffusion 
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CRITICAL REVIEW OF THE EBS FLOW MODEL, EBS TRANSPORT MODEL AND 
EBS-UZ INTERFACE MODEL 
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CRITICAL REVIEW OF THE EBS FLOW MODEL, EBS TRANSPORT MODEL AND 
EBS-UZ INTERFACE MODEL 

M.1 Results of Critical Review of the EBS Flow, Transport, and EBS-UZ Interface 
Models 

A critical review of the EBS flow and transport models and the EBS-UZ interface model was 
conducted as specified in the TWP (BSC 2006 [DIRS 177739], Section 2.2.3). This model 
validation approach is justified based on requirements of SCI-PRO-006, Section 6.3.2, where the 
critical review is listed as an appropriate method for model validation. The results of the critical 
review of the EBS flow and transport models and EBS-UZ interface are presented in a letter (a 
facsimile follows). 
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August 19, 2007 

Mr. Jerry McNeish 
Bechtel SAIC Company, LLC 
Las Vegas, NV 

Dear Mr. McNeish: 

CRITICAL REVIEW OF ANL-WIS-PA-000001 REV 03F 

In this letter, I am documenting my critical review of the referenced document consistent with the 
procedure Models (SCI-PRO-006 REV 5, August 14, 2007) and the BSC Technical Work Plan,  fon Near 
Field Environment: Eleneard Bernier Sistent: Radionuclide lizinipott Abstraction Model Report (TWP-MGR-
PA-000020 REV 3, September 2006). 

To confirm the selection of me to do this critical review, I have a Ph.D. in Physical Chemistry and 
have worked for over 30 years in various aspects of the materials science associated with long-term 
disposal of high-level wastes. This experience ranges from the development of materials for 
immobilization of these wastes to the development of the dissolution model for silicate-based 
glasses. I have not been involved with the development of performance assessment models for use 
on the Yucca Mountain Project; I am the author of the Defense FILW Glass Degradation Model (ANL-
ANS-MD-000016). I have been involved with the review of models under the Regulatory 
Integration Team activities in 2004. 

Although I have reviewed the entire document and have comments, I will limit my comments and 
assessment here to those areas covered in an email from James Schreiber dated 16-August-2007, 
"RTA model changes — summary." 

FLOW MODEL 

No changes were made from the previous version of the Radionuclide Transport Abstraction 
(RTA); no comments shown here. 

TRANSPORT MODEL 

TWP Task 1.2.1 to develop the temperature dependence of diffusivity in the invert (RTA Sections 
6.3.4.1.2 and 7.2.2) 

Comments: The temperature dependence has been appropriately incorporated in the 
calculation of the diffusivity in the invert. This temperature dependence is appropriately 
validated in Section 7.2.2. 

Telephone (509) 376 0677 ■ Email denis.strachan@pnl.gov  ■ Fax (509) 376 3108 
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Mr. Jerry McNeish 
August 19, 2007 
Page {PAGE} 

T\VP Task 1.2.2 to revise the calCulation of colloid diffusivity (RTA Section 6.3.4.4) 

Comments: The revised section is adequate for its intended use. 

TWP Task 1.2.3 to revise TSPA implementation of EBS discretization (1-cell vs 2-cell waste 
package) (throughout, but especially RTA Section 6.5.2); corrosion products water saturation 
submodel revised as'a consequence of redefining the cell contents (RTA Sections 6:3.4.3, 6.5.2.2, 
and 7:2.1). The other part of the T\VP to refine the EBS discretization was deferred. 

Comments: Discretization is used to make the mathematics tractable in GoldSim where 
finite differences are used to solve the differential equations. It requires that the waste 
package be divided into two domains — a waste form - corrosion products domain and a steel 
corrosion products domain for CSNF.and a HL\V glass corrosion products domain (sub-
domain), DOE SNF corrosion products domain (sub-domain), and steel corrosion products 
domain for the co-disposal waste package. This discretization is appropriately applied and 
validated in Section 7.2.1. 

T\VP Task 1.2.4 to update design information provisionally (RTA-Section 4.1.3 and throughout) 

Comments: This update has been appropriately carried out. 

T\VP Task 1.2.6 to verify included FEPs that have been completed with no change to the RTA 
(Task not completed for this version of the RTA) 

TWP Task 1.2.8 to develop corrosion products radionuclide sorption models (RTA Sections 6.3.4.2, 
6.5.2.4, and 7.2.3); alternative models from the previous RTA version are retained as alternative 
conceptual models (RTA Sections 6.6.5 and 6.6.6) 

Comments: Transport of radionuclides through the EBS arc controlled by the sorption on 
and desorption from crushed Tiiff and waste package corrosion produCts. In thiS model, 
corrosion products consist only of Fe-bearing oxides and oxyhydroxides and, separately, 
NiO and Cr2O3. The sorption and desorption occurs in this model only on the Fe-bearing 
corrosion products. Two assumptions of note are made — sorption.and desorption are for 
single dissolved species only and the corrosion product of the steel contains only Fe.. In the 
former,.no competition for sorption sites is considered either by radionuclides or other 
dissolved constituents in the migrating water. In the latter, the Ni and Cr in the steel are 
segregated to NiO and Cr2O3. Given the paucity of data on these solid solutions, the model 
is appropriately developed (Sections 6.3.4.2 and 6.5.2.4) and validated (Section 7.23) .  for the 
present state of knowledge. 

No comments on the retention of the alternative models from the previoUs version of the 
RTA. 

*MP Task 1.2.9 to develop a waste form rind saturation model (RTA Sections 6.3.4.6, 6.5.2.2, and 
7.2.1) 
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Page {PAGE} 

Comments: Overall, the model has been incorporated properly and adequately validated in 
Section 7. 

TM) Task 1.2.10 to develop bounding analyses for the reactive gas flux into the waste package 
(RTA Section 6.6.2; most of the bounding analyses were delayed to PMA). 

Comments: As an initial bounding case,.the case presented is adequate for the intended 
purpose. 

EBS-UZ Interface Model  

TWP Task 1.2.5 to revise the EBS-UZ interface model (RTA Sections 6.5.2.6 and 7.3). 

Comments: The interface model is adequate for the intended purpose. 

If you have questions concerning my comments shown above, please contact me. 

Sincerely, 

C:N=a444/". 

Denis Strachan 

M.2 Results of Critical Review of the EBS Flow and Transport Models 

A critical review of the EBS flow and transport models was conducted as specified in the TWP 
(BSC 2006 [DIRS 177739], Section 2.2.3). This model validation approach is justified based on 
requirements of SCI-PRO-006, Section 6.3.2, where the critical review is listed as an appropriate 
method for model validation. The results of the critical review of the EBS flow and transport 
models are presented in a memo (a facsimile follows; "independent model validation review" is 
now referred to as a "critical review" in SCI-PRO-006). 
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BECHTEL 
SAIC COMPANY, LLC 

Interoffice Memorandum 
QA: QA 

To: 	James D. Schreiber, Ernest Hardin 	No.: 	0801056250 

From: James A. Blin Date: 6 A,/s, Q c 

Re: 	Independent Model Validation Review CC: 	W. J. Duffy, E. F. Loros, Roberta 
of ANL-WIS-PA-000001 Rev 2 

	
Stambaugh 

This IOM was included in draft form in the 2.14 review of the subject AMR. It was finalized prior to 
final checking. 

I have completed the independent model validation review of the "Engineered Barrier System 
Radionuclide Transport Abstraction" AMR, ANL-WIS-PA-000001 Rev 2. 

This review was conducted in accordance with "Technical Work Plan for: Near-Field 
Environment and Transport: Engineered Barrier System: Radionuclide Transport Abstraction 
Model Report Integration", TWP-MGR-PA-000020 Rev 1. 

REVIEWER QUALIFICATIONS: 

I have met the qualification requirements to do this review, as established by Section 2.2.4 of the 
cited TWP, as follows: 

• "Reviewer shall not have contributed to the development of model assumptions, 
parameters, or implementing algorithms." I was not on the author team and have not had a 
management relationship with that team for the past three years. 

• "Reviewer shall have an appropriate technical background (i.e., advanced degree in an 
appropriate technical field) and demonstrated expertise in fluid flow and transport of 
radionuclides in porous media." I have a B.S. in Engineering Science from the University 
of Nevada, Reno; an M.S. in Nuclear Engineering from the Georgia Institute of 
Technology, and a Ph.D. in Engineering from the University of California — Davis. In 
addition to a variety of courses in physics and engineering that are pertinent to this subject, 
my nuclear engineering coursework included formal training in neutron transport, which 
uses the same mathematical methods as this AMR. Further, I have over 33 years of 
engineering experience in the U.S. Army and at Lawrence Livermore National Laboratory. 
That experience includes over 15 years of experience on the Yucca Mountain Project in a 
variety of technical areas, including the Engineered Barrier System and Design Basis 
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Models. My education and experience are included in records submitted to the Record 
Information System by Lawrence Livermore National Laboratory. 

REVIEW REQUIREMENTS: 

The TWP requires me, as the independent model validation technical reviewer, to do the 
following: 

• "Review the validation criteria in this TWP." I have reviewed those criteria, which are 
listed below. 

szz;:c.r.s 	RT.\ 	 zaid 
representatives from TSPA organization in order to obtain a full understanding of the 
model(s) and TSPA implementation." I have read the entire report in detail, with the 
exception of the spreadsheet details listed in Appendices A, C. D. E. F, and G. I have had a 
number of discussions with the author (J. Schreiber) and the TSPA Analyst (S. Mehra). 
The author was also an appropriate TSPA-implementation point of contact for this AMR 
because the implementation was controlled using one or more Parameter Entry Forms 
accepted by the author, the TSPA implementing analyst and the TSPA Inputs Manager. 

• "Assess whether or not the model(s) as documented in the RTA report meet the validation 
criteria." My assessment is documented below in this memorandum. 

• "Assess whether or not the model(s) are adequate for their intended use, meet with the 
author to resolve comments, and recommend actions, as appropriate, to resolve any 
inadequacies found as part of the review." My assessment is documented below in this 
memorandum. 

• "Document this review process as a memo to be included in the records package for the 
RTA report." My review is documented in this memorandum. 

REVIEW CRITERIA: 

The TWP specifics the following validation criteria for the EBS Flow Model and the EBS Transport 
Model: "Criteria ... are as follows. Each shall be confirmed by the independent model validation 
technical reviewer." 

• "The approach and algorithms described in the document and provided to TSPA capture all 
known flow pathways into and from the EBS components." [Flow Model] 

• "The approach and algorithms described in the document and provided to TSPA address all 
known modes of radionuclide transport within and from the EBS components." [Transport 
Model] 

• "Modeling assumptions are clearly defined, discussed, and justified as appropriate for the 
intended use of the model." [Both models] 
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• "Uncertainties in parameters. processes. and assumptions are sufficiently described. and 
impacts of these uncertainties discussed." (Both models( 

• "The overall technical credibility of the approach, including assumptions, parameters, 
equations. and the TSPA implementation, are sufficient for the model's intended use." 
(Both models( 

The TWP also includes a separate criterion for the EBS-UZ Interface Model, which was reviewed 
by another reviewer in Revision 01 of the AMR. I have read the memorandum of that review 
which was included in the draft of Revision 02, and concur with it. In addition, my review of the 
how Model mciuues Its lower bounuary conomon, wmcn is descnoeu as the Eby-U! interlace 
Model in the AMR and TWp. 

CONCEPTUAL MODEL: 

Based on the discussion below, I conclude that the conceptual models for EBS Flow, EBS 
Transport, and the EBS-UZ Interface are technically credible, are appropriate for their intended 
TSPA use, and that they capture the known flow pathways and transport modes. 

Sections 6.1.2 and 6.7.1 state that this AMR applies only to the nominal scenario class, and it cites 
igneous and seismic AMRs to be used for the igneous and seismic scenario classes. It then 
discusses how those AMRs calculate EBS Flow and Transport, as follows: The igneous eruption 
modeling case results in waste being moved by the event to the mountain surface, making the EBS 
flow and transport models non-relevant. The igneous intrusion modeling case destroys the drip 
shield and waste packages in the affected repository area and makes the radionuclides available for 
transport into the UZ as calculated by the cited Dike/Drift interactions AMR. The (low-
probability) seismic scenario class also has two modeling cases: mechanical damage failure of 
waste packages and later failure of waste packages due to corrosion (primarily stress corrosion 
cracking due to seismically-induced stresses). Section 6.1.2 cites the Seismic Consequence 
Abstraction AMR and the Characterize Framework for Seismicity and Structural Deformation at 
Yucca Mountain, Nevada AMRs for these modeling cases. Section 6.5,3.1.1.2 discusses the WP 
breach area and its influence on the flow model for each scenario class and modeling case: 

• Nominal scenario class with no early failures modeling case: The breach area comes from 
the cited WAPDEG Analysis of Waste Package and Drip Shield Degradation AMR. 
However, Section 7.1.1 notes that no waste packaees fail due to general corrosion within 
10,000 years. Beyond 10.000 yr, if the TSPA-LA model were to be extended, the drip 
shield general corrosion is modeled as a single patch, and the EBS Flow model would then 
become dripping from the drift crown onto the waste package crown 

• Nominal scenario class early failure modeling case: The entire waste package surface area 
is breached (WAPDEG Analysis of Waste Package and Drip Shield Degradation AMR), 
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and conservatively unfolds onto the invert for diffusive transport calculation purposes. 
However, Section 7.1.1 notes that no drip shields fail within 10,000 years and hence the 
waste package breach area receives no seepage flux that can drive advection. 

• Igneous intrusion modeling case: The entire waste package area is breached and there is 
no cladding protection. Transport begins at the top of the invert. 

• Seismic ground motion modeling case: The cited Seismic Consequence Abstraction AMR 
calculates the breach area, and transport is sequentially through the waste package plan 
area (diameter times length) and then the breached area of the outer shell. 

• Seismic localized corrosion modeling case: The breach area is calculated by the cited 
AMR (Cieneral Corrosion and Localized Corrosion of Waste Package Outer Barrier). The 
drip shield also is breached by stress corrosion cracking. However, the drip shield cracks 
are too small to support advective flux and no seepage is received by the waste package 
breaches. 

The conceptual models for EBS Flow, EBS Transport, and the EBS/UZ Interface are discussed in 
Sections I. 6.3. 6.5, and 7, and Appendix B. Section 3.1 (in the Conclusions chapter) provides a 
succinct summary of the conceptual models. These models are briefly summarized below, 
including notation of conservatism used to simplify the models. 

The Flow Model is based on conservation of mass for the TSPA nominal scenario class. Three 
potential sources of moisture to the EBS (which is defined by the perimeter of the excavated 
emplacement drifts) were identified (seepage, condensation, and flow from the rock to the invert). 
One significant sink for water leaving the emplacement drifts was identified (flow into the UZ). 
The minor sink by evaporation and movement of vapor from the EBS into the rock or 
longitudinally into the mains was conservatively neglected. 

Within the EBS, the movement of water is calculated along potential pathways. The analysis 
included diversion by the drip shield and flow through breaches in the drip shield. Condensation 
under the drip shield was excluded as a FEP in the EBS FEP AMR. Water moving through the 
breaches in the drip shield could be diverted by the waste package or enter the waste package 
through breaches. The invert receives water from these three sources (drip shield diversion, waste 
package diversion, and flow through waste package), as well as receiving water from the UZ. 

Conservatism is used in the EBS Flow model as follows: 
• All seepage (and in-drift condensation) is assumed to be from the crown (with the largest 

probability of reaching breaches). Dripping outboard of the drip shield and film flow down 
the drift wall arc conservatively ignored (their flux is part of the conservatively 
consolidated crown seepage). 

• All flow through the drip shield breaches is assumed to drip on the waste package crown. 
Dripping outboard of the waste package and film flow down the underside of the drip 
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shield are conservatively ignored (their flux is part of the conservatively consolidated 
dripping on the waste package crown). 

• All flow into the waste package is assumed to contact the waste form and then move 
through the corrosion products to an exit breach from the waste package 

• No seepage liquid evaporates after it enters the drift 
• The exit breach from the waste package is assumed to be in direct contact with the invert 
• Flow through the invert is assumed to be through the tuff ballast, with the oxidized steel 

components not being contacted; this reduces the sorption in the invert 

The neglect of condensation on the underside of the drip shield is non-conservative, but the AMR 
states in Sections 63.3.2. 6.3.3.3 and 6.7.1 that a cited FEP AMR justifies its neglect based on low 
consequence. 

The EBS Transport conceptual model includes all the significant processes that contribute either 
positively or negatively to radionuclide transport. These arc advective transport in solution, 
diffusive transport in solution. reversible and irreversible sorption on immobile solids, reversible 
and irreversible sorption on colloids. and both advective and diffusive movement of colloids. The 
implemented numerical model conservatively neglects reversible sorption on immobile solids. 

Conservatism is used in the EBS Transport model as follows: 
• Lateral and longitudinal dispersion are neglected (Section 6.3.1.2) which results in 

somewhat more focused transport than the real situation. However, the effect is justified as 
being small because the EBS is such a small part of the overall transport path. 

• Advective flux into the UZ just below the invert is the greater of the steady state UZ flux 
and F8. At locations with flow focusing, the (higher) focused flow will be used for 
transport calculation, and at locations with flow defocusing, the steady state (no flow 
defocusing) value will be used. The overall result is more flow from the EBS into the UZ 
than enters the EBS from the UZ, which will conservatively increase radionuclide release 
from the CBS. 

• Reversible sorption of radionuclides onto stationary corrosion products is neglected 
(Sections I, 6.3.4.2.3, 6.5.1.2, and Appendix B). 

• Physical filtering and gravitational settling of colloids during transport is neglected 
(Section 6.5.1.2). 

• For waste packages with early failures, the diffusion cross sectional area between the 
corrosion products domain and the invert domain is the entire waste package surface area. 

• No sorption on oxidized iron components of the invert is calculated. 
• A continuous path of water film is assumed within the waste package and invert when the 

temperature is below 100°C, allowing diffusion from shortly after the waste package 
breaches. 

• Reduction in diffusion effectiveness due to discontinuous intergranular films at low 
humidity in the invert is not included in the model. 
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The EBS/UZ Interface model has two key features. The first is that the location of zero-
concentration sink is significantly (about three drift diameters) below the bottom of the invert and 
extends laterally one drift diameter on each side (the domain of the interface model is three drift 
diameters wide and about three high). Second, the invert is a single (equivalent) continuum that 
couples to the dual fracture-matrix continuum of the UZ. Diffusion from the invert independently 
enters both UZ continua below the chill and can also diffuse. in the UZ, both between continua and 
laterally. Advective flux in the invert has two distinct sources, seepage from above (including the 
flux which transits a breached waste package) and percolation from the drift wall. The percolation 
flux into the invert exits the invert into the UZ matrix, and the seepage flux into the invert exits the 

;:w.. L:2 

The EBS/UZ Interface model uses the same properties as the UZ transport model and results in a 
radionuclide flux into the UZ at the bottom of the invert. That flux is the time-dependent boundary 
condition for the UZ transport model. 

The EBS/UZ Interface model conservatively ignores the drift shadow effect, in which advective 
fluxes below the drift arc expected to be less than those in the pillars between the drifts. 

NUMERICAL MODEL: 

Based on the discussion below. 1 conclude that the numerical implementation of the conceptual 
models for EBS Flow. EBS Transport, and the EBS-UZ Interface are technically credible, are 
appropriate for their intended TSPA use. and that they capture the known flow pathways and 
transport modes. 

The conceptual models for EBS Flow, EBS Transport, and the EBS/UZ Interface are implemented 
in numerical models. Because these models will be run as part of the TSPA-LA runs (using TSPA 
software), the EBS Radionuclide Transport Abstraction AMRs develops the equations and the 
input parameters for those equations, and provides them to TSPA. The numerical implementation 
to be used by TSPA is discussed in Sections 6.5.1 and 6.5.3. 

The development of the equations of flow through breaches in the waste package and drip shield in 
Section 6.5.1.1 is rigorous and clear. The development of the transport equations in Section 
6.5.1.2 is extremely thorough and easy to follow. The derivation is supplemented by additional 
equation development in Appendix B. to produce models that were used to verify the accuracy of 
the base case derivation: readers seeking additional explanation of the development in Section 
6.5.1.2 can find that information in Appendix B. Section 6.5.3 is a step-by-step prescription for 
implanting the numerical model in TSPA. Equation B-72 is also directly used by TSPA, using 
input parameters from controlled sources or calculated within the TSPA model. 
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Dimensional units are provided throughout the AMR for each symbol in each equation, and 
Section 6.5.1.3 is a comprehensive listing of the symbols used throughout the report. The authors 
did an excellent job of remaining consistent in their choice of symbols, and they avoided reader 
confusion by not reusing symbols to represent different quantities in different sections of the 
AMR. 

Section S.2 (in the Conclusions chapter) includes a succinct summary of the equations to be 
implemented in TSPA. 

1'A1 1 NIl:1 ERS USIA, IN NUMERICAL M010...1.: 

Based on the discussion below, I conclude that the numerical parameters developed for the 
numerical models for EBS Flow, EBS Transport, and the EBS-UZ Interface are technically 
credible and are appropriate for their intended TSPA use. 

Section 6.5.2 provides an overview of the parameters to be used in the models, and the parameters 
are listed in Section 8.2 (in the Conclusions chapter). 

The EBS Flow model parameters are based on experimental data that are analyzed in the AMR 
(Sections 6.5.1.1.2 and 7.1.1, and Appendices C. D, and E). The diffusion coefficient data arc 
developed in Sections 6.3.4.1. 6.3.4.3, 6.5.2.1, and 6.5.2.4, and in Appendices G and H. The 
sorption parameters for the EBS Transport model are discussed in Sections 6.3.4.2, 6.5.2.3, and 
6.5.3.2, through 6.5.3.4, and Appendix J. 

The carbon steel corrosion rates used in developing the characteristics of the corrosion products 
domain are taken from 1 yr data, and are applied as if the corrosion of the stainless steel inner 
vessel or the waste package internal components is from one side only. Carbon steel corrosion 
rates are known to decrease until an equilibrium oxide thickness is reached (signifying a nominal 
equilibrium between periodic flaking of oxide and additional oxide layer formation at the interface 
with the base metal. The equilibrium oxide thickness depends on a number of difficult-to-quantify 
parameters, including the stress state of the component and the frequency and intensity of seismic 
events. It is possible that the overall average corrosion rate for the time to completely corrode the 
carbon steel components is lower than that used in this AMR. The influence of a lower corrosion 
rate is the following: 

• For failed cladding, the early release of iodine and technetium will be prior to significant 
carbon steel corrosion for both the AMR's corrosion rate or a lower corrosion rate. There 
will be a low amount of corroded surface area and hence a low volume of adsorbed water 
(which may or may not be sufficient to form a thin continuous film and thus may or may 
not lead to diffusion). There will then be a high concentration of the radionuclide source 
and rapid diffusion of these radionuclides (assuming the concentration gradient factor is 
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more important than other diffusion factors. and that there is a continuous water film 
pathway for diffusion). 

• For intact cladding, the failure time of the cladding will likely be much later than the 
corrosion time of the carbon steel, and there will be little effect on diffusion of fast-release 
of iodine and technetium. 

• For failed cladding, the release of plutonium and americium will be slow because of the 
slow dissolution rate of the SN17  matrix. The carbon steel corrosion rate will almost 
certainly be faster than the SNP matrix dissolution rate. Prior to full corrosion of the 
carbon steel, there arc competing effects of different corrosion rates. Slower corrosion of 
the carbon steel leads to less surface area, less water volume, higher source concentrations, 
and faster diffusion (assuming the concentration factor is more important than other 
diffusion factors), just as for iodine and technetium. Slower corrosion of the carbon steel 
also leads to less irreversible sorption of the plutonium and americium, which results in 
less colloidal transport but also less removal onto the fixed corrosion products. Eventually, 
the carbon steel corrosion will be complete, and the remainder of the plutonium and 
americium releases will be unaffected by the prior corrosion rates. 

• For TSPA, the effect will not be noticeable with respect to meeting the regulatory dose 
limits because of the small fraction of failed cladding and the small number of waste 
packages that fail during the 10,000-year TSPA calculation. 

Transport requires a number of parameters in the following areas: 
• The saturation in all three domains is 100%, except for the CSNF Corrosion Product (CP) 

domain in regions of no seepage. The saturation is calculated from relative humidity for 
that situation, and the humidity is an input from another AMR. 

• Release of radionuclides from the waste form into the aqueous phase is calculated based on 
input from other AMRs, including solubility and WF degradation rate. The concentration 
of the radionuclides in the Waste Form (WF) domain is based on the amount of water in 
that domain, which is calculated from on the CSNF rind volume and porosity, HL\V rind 
volume and porosity, and 1 m 3  of DSNF volume with porosity of 20% (all from other 
AMRs). 

• WF colloids are generated in the WF domain. based on another AMR, and include 
embedded radionuclides. 

• The water content of the CP domain is calculated as a function of time based on the 
corrosion of the iron-based materials (see above) and the resulting surface area (uniform 
distribution of 1.0— 22 mfg to account for uncertainty). 

• Fe0x colloids arc generated in the CP domain based on another AMR. Groundwater 
colloids enter the transport model at the CP domain. 

• Dissolved radionuclides advect from the WF domain to the CP domain based on aqueous 
concentration and on flow rate. For CDSP waste packages, the advection is sequentially 
from the FILW WF subdomain to the DSNF WF subdomain, and then to the CP domain. 
For CSNF waste packages, the advection is from the WF domain to the CP domain 
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Dissolved radionuclides diffuse through the same pathways, based on concentrations, 
diffusion coefficients, path lengths, and diffusion areas. These parameters are provided in 
Section S of the AMR, with some being single valued and others being distributions. 

• in the CP domain. radionuclides can irreversibly sorb onto stationary FeOx. can 
irreversibly and reversibly sorb onto FeOX and waste form colloids, and can reversibly 
sorb onto groundwater colloids. The reversible Kd values arc taken from another AMR's 
DTN and arc listed in Table 6.3-11. with smectite being representative of both waste form 
and groundwater colloids. Table 6.3-11 includes 100x reductions in the Kds for Pu and 
Am on FeOx to be compatible with the mechanistic sorption model in another AMR. The 
irievelsibic reaction rates arc a rang: taken fluin another AN1k . s DTN ior locations 
without seepage. In seepage locations, the flux-out ratio is sampled from 90 to 99% based 
on another AMR, and the irreversible reaction rate is calculated from an expression derived 
in this AMR, using parameters available in TSPA from this AMR or other AMRs. Eq. 13-
72 in this AMR defines the parameters: those from this AMR are listed in Section 8. 

• FeOx, \VF, and groundwater colloids advect and diffuse from the CP domain to the Invert 
domain, with the colloid diffusion coefficient being 100x smaller than the aqueous 
diffusion coefficient. 

• Dissolved radionuclides and \VF and FeOx colloids advect and diffuse from the CP domain 
to the invert domain, with no credit taken for path length between the edge of the waste 
package breach and the top of the invert. Diffusion out of the corrosion products uses a 
sampled path length between the outer barrier thickness and the waste package radius, with 
the diffusion area depending on the scenario class and modeling case, as described under 
"conceptual model" above. The aqueous diffusion coefficient in the Invert domain is 
calculated (based on experimental data) from the water content and temperature (both 
obtained from another AMR). and includes a normal distribution for uncertainty that is 
truncated at ±3 standard deviations. 

• The Invert domain is modeled as a rectangular cross section that is I WP long. The cross 
section width is the same as the actual invert top surface, and the depth is that which 
preserves the overall volume of the. invert. The small (10 cm) axial gap between waste 
packages does not contribute radionuclide transport in the invert, for this model. 

• The invert is modeled as a single continuum with a thin interface zone at its lower surface. 
The interface zone is the starting point for diffusion and advection into the two continua of 
the UZ, which is assumed to be at zero concentration about three drift diameters below the 
invert_ 

• The near field of the UZ is modeled as three columns of cells, with each column being one 
drift diameter wide. (The middle column is as wide as the drift diameter, rather than the 
rectangular width of the invert domain, to facilitate linkage to the domain for the seepage 
flux.) Advective transport of the seepage plus condensation flux (F6) in the invert moves 
into the fracture continuum of the middle column. Advective transport of the water that 
directly enters the invert from the UZ (F7) moves into the matrix continuum of the middle 
column. Diffusive transport from the invert interface zone moves radionuclides and 
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colloids into both continua of the middle column. Within the three columns of four zones 
in the EBS/UZ boundary model domain, advection is calculated vertically in both continua, 
and diffusion is calculated between adjacent vertical and horizontal matrix zones and 
between matrix and fracture continua in each zone. All three columns of zones (in both 
continua) end in a single zero-concentration collector cell. 

• The TSPA model calculates the transport through the coupled \VF, CP. Invert, and UZ 
boundary domains to the collector cell in a self-consistent manner, using the parameters 
from this AMR and other AMRs. The resulting time-dependent radionuclide fluxes into 
the UZ from the invert interface zone are the starting point for the UZ transport model. 

ALTERNATIVE CONCEPTUAL AND NUMERICAL MODELS: 

The AMR includes a number of alternative conceptual models, for the purpose of evaluating 
whether the base model is adequate for TSPA. These models are well described and justify use of 
the base model in the TSPA. 

The alternative models include the following: 
• Treatment of the water flow through the waste package as a bathtub conceptual model 

rather than a steady state flow model. Variations of this alternative model include 
changing the inflow rate. changing the inflow chemistry, and changing the corrosion patch 
geometry (formation of a draining patch after the waste package "bathtub" fills). 

• Limiting water vapor and oxygen diffusion rates into the waste package. These scoping 
calculations uses an atmospheric pressure at sea level; however, this inaccuracy does not 
affect the conclusion of the alternative model. 

• Treating the invert as a dual continuum with intragranular and intergranular porosities. 
• Single and dual continuum invert diffusion coefficients. The single continuum alternative 

diffusion coefficient was modeled as decreasing more rapidly than the base case as 
saturation decreases, at the dry end of the saturation spectrum. 

• Reversible sorption onto corrosion products within the waste package. 
• Slow desorption of irreversibly sorbed radionuclides. 

MODEL VALIDATION AND MODEL TESTING RESULTS IN THE AMR: 

Based on the discussion below, I conclude that the model validation activities and model testing of 
the numerical models for EBS Flow, EBS Transport, and the EBS-UZ Interface arc technically 
credible and support the use of these models in TSPA. All of the comparisons with alternative 
data sources and models described below had redsonable results. 
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Flow Through Breaches in the WP and DS: 

For the EBS Flow model, four series of tests were performed on a full-scale mock-up of one side 
of a drip shield. Two of the series of tests were configured to represent dripping from the drift 
crown onto the drip shield crown, and the other two tests were configured to represent dripping 
from the drip shield (or drift wall] onto the waste package crown. For each pair of test series, the 
initial tests were done with smooth mock-up surfaces, and the data were used to predict the 
splitting of flow between the outside of the drip shield and through the breaches. Then, the tests 
were repeated with a rough mock-up surface, and the results were compared to the smooth surface 
resultF; ns means  of rric,cie! vn!idn!ien. frncticn of  v.•2!cr thci brcnch^s is cy.przsscd 
a fraction of half the dripping water, since there is equal probability of dripping down either side of 
the crown of a full drip shield or waste package. Therefore, the results can conceivably range 
between 0 and 200%. The test results (rounded to integers for values >1%) were the following: 

• Smooth drip shield test: Range 1% to 28%, Mean 11%, Median 5% 
• Rough drip shield test: Range 0% to 117%, Mean 11%, Median 0.5% 
• Smooth WP test: Range 0% to 107%, Mean 30%, Median 1% 
• Rough WP test: Range 0.01% to 62%, Mean 12%, Median 0.3% 

The values in these results were compared to a geometric prediction and to develop a multiplier 
range on that prediction (including the incorporation of uncertainty into the multiplier range). The 
actual values of the test results shown above arc dependent on the selected combinations of drip 
and breach locations: however, the similarity and differences of the smooth and rough surface 
results are a combination of validation (repeatability), adequate statistics, and physical differences 
due to the surface texture itself. The experimental results are difficult to use to directly predict the 
splitting of flow because the initial drip splashing results in a distributed source of rivulets, 
because the flow is in rivulets with a variety of angles from the most downward, and because the 
experiment ends with a portion of the drip still on the surface as small mini-droplets which have 
neither run-off nor gone through breaches. 

The model for the fraction entering breaches is a uniform distribution from zero to the computed 
maximum (but limited to no more than 100% of the total, both sides, source). The computed 
maximum is based on three multiplicative factors. The first factor is the geometric area fraction of 
the breach(es) length divided by the actual component length. The second factor, which 
normalizes the measured data, is based on three measured ranges for the smooth surface data for 
the component (drip shield or waste package). These three measured ranges are reduced to single 
values that result in a maximum multiplicative factor. The mean of the experimental breach 
fraction results (the first measured range) is used since it is larger than the median (it has a 
theoretical maximum of 200% of the single side source). The minimum of the measured rivulet 
spread angle (the second measured range) is used as it appears in the denominator of the 
multiplicative factor. The diameter of the inner cluster of splash mini-droplets is the third 
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measured range: the maximum was used and was the source of the "effective component (DS or 
WP) length". The final factor in the calculation depends on the rivulet-spread angle, and it is 
independently maximized by using the maximum of the measured angle, even though the minimum 
of that angle was used in the second factor. The inconsistency in selection of the measured angle 
adds conservatism to the results as the maximizing end of the ranee is different in the second and 
third factors. 

The net result passed to TSPA is the following: 
• For the drip shield, breach flow is sampled between 0 and 85% of the source multiplied by 

otie-itair uf Ow. geulilcuit; fl ►vLiun UI thc 	icngLis biviticti 	iiit; 	ib aiu d StChit:1h 

length (the one-half factor accounts for only half the source flow going toward the breach 
side of the drip shield). 

• For the waste package, breach flow is sampled between 0 and 241% of the source 
multiplied by the one-half of the geometric fraction of the breach length. 

• In both cases, any sampled breach flow larger than the source is reduced to 100% of the 
source. 

The drip shield multiplier maximum is somewhat less than the nominal expected maximum of 
100%, reflecting the combination of the experimental issues (such as remaining liquid on the 
surface) and the choice of maximizing measured factors in the development of the multiplier. The 
waste package multiplier maximum is greater than 100%, reflecting the dominance of the 
conservatisms in the data reduction and the lesser effect of the remaining liquid issue when some 
of the drips are onto the sloping side surfaces. 

The analysis of the rough surface (validation) experimental data resulted in maximum multipliers 
of 77% for the drip shield and 30% for the waste package. The drip shield breach flow model 
results are similar for the two surface textures, but the waste package breach flow results are much 
lower for the rough surface used in the validation tests. Since the TSPA model will use the larger 
values in both the DS and WP cases, the data selection for the TSPA is conservative (larger breach 
flow leads to more radionuclide transport). 

Transport Model: 

The EBS/UZ boundary condition involves bifurcation from a single continuum into a dual 
continuum. Two approaches were developed for this situation. The first is rigorous but difficult to 
implement efficiently. The second uses a thin interface layer at the base of the single continuum 
and is computationally efficient. Section 6.6.4.4 presents a test of the two methods for a simplified 
situation. Figures 6.6-4 and 6.6-5 present the results, which show that the two methods are in 
close agreement and that the GoldSim software implementation of the interface-layer method in 
TSPA matches a spreadsheet implementation of the same method. In addition, an alternative 
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model from the Drift-Scale Radionuclide Transport AMR (the fracture-matrix partitioning model) 
was compared to the results from this AMR. 

For in-package diffusion, Section 7.2.1 compares the results with two published alternative 
models, including one developed by the Electric Power Research Institute. Section 7.2.2 compares 
the electrical analog tuff diffusion experimental results to results from direct measurements of 
diffusivity between machined cubes of tuff. 

Finally, in Appendices B and F, the differential equations from the base case model were 
c!,nvertecl int(■ rinfte difference mode!  nnd imriemented in n sprend.sheet ^rogr3m (v.rith come 
simplifications compared to the base case model). The resulting model was exercised using 
reasonable input parameter values, and the results were analyzed in terms of the fraction of the 
release carried by irreversible sorption on colloids, and also of the temporal behavior of the 
modeled system. 

CONCLUSION:  

Based on the information above, 1 conclude that 
• The approach and algorithms described in the document and provided to TSPA capture all 

known flow pathways into and from the EBS components. 
• The approach and algorithms described in the document and provided to TSPA address all 

known modes of radionuclide transport within and from the EBS components. 
• Modeling assumptions are clearly defined, discussed, and justified as appropriate for the 

intended use of the three models. Major assumptions are documented in Section 5 of the 
AMR, and the text discusses other assumptions as they occur. 

• Uncertainties in parameters, processes, and assumptions are sufficiently described, and 
impacts of these uncertainties discussed. The organization of Section 8 of the AMR into 
single-value parameters and sampled parameters makes the treatment of uncertainty easy to 
follow. 

• The overall technical credibility of the approach, including assumptions, parameters, 
equations, and the TSPA implementation. arc sufficient for the model's intended use. 

M.3 	Results of Critical Review of the EBS-UZ Interface Model 

A critical review of the EBS-UZ interface model was conducted as specified in the TWP 
(BSC 2006 [DIRS 177739], Section 2.2.3). This model validation approach is justified based on 
requirements of SCI-PRO-006, Section 6.3.2, where critical review is listed as an appropriate 
method for model validation. The results of the critical review of the EBS-UZ interface model 
are presented in a memo (Baker and Grisak 2004 [DIRS 170953]) (a verbatim copy follows; 
"independent model validation technical review" is now referred to as a "critical review" in 
SCI-PRO-006). 
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Date: July 27, 2004 

To: James Schreiber and Cliff Howard, Yucca Mountain Project 

Cc: 

From: Noreen A. Baker, Gerald E. Grisak, INTERA Inc., Austin, Texas 

RE: 	Independent Model Validation Technical Review of the EBS-UZ 
Interface Sub-Model of the Radionuclide Transport Abstraction Model 
for the Yucca Mountain Project 

Pursuant to your request to perform an independent model validation technical 
review of three sub-models of the Engineered Barrier System (EBS) Radionuclide 
Transport Abstraction (RTA) model as documented in ANL-WIS-PA-000001 Rev 
01K, we have performed and documented the review consistent with the 
requirements of the Technical Work Plan TWP-MGR-PA-000020 Rev 00. We 
reviewed the EBS-UZ interface sub-model of the EBS RTA report, and the results of 
the review are provided in this memo. 

Review Qualifications 

Section 2.2.4 of the Technical Work Plan TWP-MGR-PA-000020 Rev 00 describes 
the qualifications And responsibilities the independent model validation technical 
reviewer. We are qualified to perform the work described for the following reasons. 
(1). we have not contributed to the development of the model assumptions, 
parameters, or implementing algorithms documented in ANL-WIS-PA-000001 Rev 
01K, (2). Noreen A. Baker has a BS and MS degree in Geology with specialties in 
Engineering Geology and Hydrogeology, respectively, with more than ten years of 
professional experience modeling fluid flow and transport in geologic media (3) G. 
E. Grisak has BS (Geology) and MS (Hydrogeology) degrees, and over 30 years 
experience evaluating and modeling fluid flow and transport in geologic media, 
including several publications on fracture/matrix flow and transport, (3) Both N. A. 
Baker and G. E. Grisak are licensed Professional Geoscientists in the State of Texas. 
More detailed information regarding credentials can be found in the resumes 
attached. 
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Appropriateness and Adequacy of the EBS-UZ Interface Sub-Model 
Conceptual Model 

Discussion of the EBS-UZ interface sub-model is provided in Section 6.5.2.6. 
Discussion of the EBS-UZ interface sub-model is provided in Section 6.5.2.6. In the 
EBS-UZ interface sub-model, the near-field UZ is modeled as a dual continuum of 
overlapping UZ-matrix and UZ-fracture media. This approach is consistent with 
current technical approaches to modeling flow and transport in fractured geologic 
media (Liu et al. 1998; Nitao 1991). The matrix and fracture continua are 
represented by a two dimensional vertical array of cells oriented parallel to a cross 
section of a drift and located immediately beneath a drift. The array consists of 
three vertical zones, with each zone containing both a fracture cell and a matrix cell. 
The vertical zones are four layers deep in the vertical direction. The invert is in 
direct communication with the center zone of UZ matrix/fracture cells. A semi-
infinite zero concentration boundary condition at the EBS-UZ interface is 
approximated by setting a zero concentration boundary at a distance of 3 drift 
diameters below the invert-UZ boundary. 

The mass flux from the invert flows into the top layer of the middle zone in the UZ. 
The mass flux from the invert is routed to both the fracture cell and the matrix cell in 
the center zone beneath the invert, with the advective flux routed to the fracture and 
matrix cells in a manner that is consistent with physical reality. That is, the 
advective flux coming out of the invert, which is attributable to the dripping flux is 
routed to the fracture cell in the middle zone, while the imbibition flux is routed to 
the matrix. The diffusive flux is allowed to enter both the matrix and the fracture 
cells. The advective flux in the fractures is taken as the larger of the steady-state 
advective flux in the fractures and the advective flux out of the invert. 

The mass flux that enters the center zone cells in the UZ below the invert is then 
transported by advection and diffusion throughout the modeled area. The advective 
flux in the two outer zones is given by the steady state UZ flow in the fractures and 
the matrix at the repository horizon. Advection occurs downward only, from the 
fracture cell of one layer to the fracture cell of the underlying layer in the same zone, 
and from the matrix cell of one layer to the matrix cell of the underlying layer in the 
same zone. Advection does not occur across zones. The fracture and matrix cells of 
each zone interact via diffusion. The entire modeled area interacts through the 
matrix cells via diffusion, with the matrix cells of one zone interacting via diffusion 
with the matrix cells of adjacent zones, and the matrix cells of one layer in a zone 
interacting with adjacent overlying and underlying matrix cells in the same zone. 

The conceptual model of how the EBS and UZ interface is well captured by the 
EBS-UZ interface model. The conceptual model recognizes the physical reality by 
considering both an advective and diffusive flux and by treating the UZ as a dual-
permeability medium with both fracture and matrix continua. This modeling 
approach is consistent with the manner in which dual-permeability continua are 
modeled (Pruess 2003). The conceptual model is appropriate for describing the 
interconnection between the EBS and the UZ because it considers the important 
components of mass flux out of the EBS and it conserves all the mass flux from the 
EBS and transfers it to the UZ. The mass transfer to the UZ also captures temporal 
variations, which may be due to variable radionuclide concentrations in the waste, 
production of corrosion products, or varying water flux through the EBS. The mass 
is distributed to the fractures and the matrix in the EBS-UZ interface sub-model in a 
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manner that is conceptually logical. The mass is finally gathered from the EBS-UZ 
interface sub-model into a collector cell for delivery to the UZ transport model. The 
delivery from the collector cell to the UZ transport model retains the relative 
fractions of mass in the fractures and the matrix that is determined within the EBS-
UZ interface sub-model. 

Appropriateness of the Mathematical Representation of the EBS-UZ Interface 
Sub-Model 

The EBS-UZ interface sub-model represents the UZ immediately below the invert as 
a dual continuum of UZ matrix and UZ fracture media. The dual permeability 
modeling approach is an appropriate way to model transport in fractured media. 
Mass is tracked and accounted for in the model in both fracture and matrix cells and 
the fracture and matrix cells have physical dimensions which adequately 
approximate the physical hydrogeologic system. The mathematical formulation of 
the dual permeability modeling approach is described in Particle Tracking Model 
and Abstraction of Transport Processes (BSC 2003w). 

EBS-UZ Interface Sub-Model Assumptions and Boundary Conditions 

The EBS-UZ sub-model assumptions and comments are provided below. 

Assumptions/Boundary Condition Comments 
1. A semi-infinite zero concentration boundary 
condition is used for the EBS-UZ interface. 
The boundary condition is set at a distance of 
3 drift diameters below the invert-UZ 
boundary. 

We agree with the boundary condition and with 
the manner in which it is implemented. Placing 
the boundary condition at the interface would 
result in an unrealistically high diffusive flux 
from the invert to the UZ. 

2. With respect to the advective flux in the 
outer two zones of cells, drift shadow effects 
are ignored. 

We agree with the assumption. Drift shadow 
effects would increase the advective flux in the 
two outer zones and result in dilution of 
radionuclide concentrations entering the UZ 
immediately below the invert. 

Evaluation of Model Validation 

Documentation of the model validation is presented in Section 7.3.1. The EBS-UZ 
sub-model is validated by comparison with an alternative mathematical model 
developed for a closely comparable description of the EBS-UZ interface. The 
alternative model used for the comparison is the fracture-matrix partitioning model 
described in Drift-Scale Radionuclide Transport (BSC 2004m). The primary 
validation criterion is corroboration of the model results with an alternative 
mathematical model, as described in TWP-MGR-PA-000020 Rev 00. This is a 
common approach to model validation where site specific or generic field or 
laboratory data or experiments do not adequately capture the processes involved. 
The EBS-UZ interface sub-model involves coupling the porous medium invert to the 
dual-permeability UZ with a numerical solution of a discretized model. In the 
fracture-matrix partitioning model, the coupling is accomplished by formulating the 
problem as a partial differential equation for concentration and deriving an analytical 
solution to the problem. In order to compare the two models, all sampled and time-
varying parameters in the EBS-UZ interface sub-model are made consistent with the 
parameters used in the fracture-matrix partitioning model. Additionally, other 
changes to the EBS-UZ interface sub-model were made to more closely approximate 
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conditions in the fracture-matrix partitioning model. The EBS-UZ interface sub-
model was also run using an alternative conceptualization for the invert as a dual 
continuum. The results of the CDFs of the fraction released to fractures are then 
compared. This is a technically reasonable and appropriate approach to model 
validation. 

Evaluation of Model Validation Criteria 

In Section 2.2.4 of Technical Work Plan TWP-MGR-PA-000020 Rev 00, provides 
validation criteria for the EBS-UZ interface sub-model. The table below provides 
our assessment of these criteria. 

Criteria 
Criteria 

met? Response 
1. The results of the UBS-UZ interface 
sub-model shall show qualitative 
agreement with the results of the 
fracture-matrix partitioning model. 

Yes The two models display similar 
qualitative results, and in addition are 
reasonably similar quantitatively, in 
that the results of the EBS-UZ 
interface sub-model fall within the 
shadow of the error bars of the low, 
mean and high infiltration cases of the 
fracture-matrix partitioning model. 

2. The report shall document equivalent 
trends and correlations between input 
parameter variation and predicted 
results 

Yes Equivalent trends and correlations 
between input parameter variations 
and predicted results are visually 
obvious on the graphical comparison 
between the two methods. Either the 
single or dual continuum 
representation of the invert by the 
EBS-UZ interface sub-model is 
adequate. 

3. Identification of differences between 
model results. 

Yes Differences between model results 
and the reasons for the differences 
are provided in section 7.3.1.2 

4. Demonstrate that the EBS-UZ 
interface sub-model does not 
underestimate radionuclide transport 
from the EBS to the UZ. 

Yes The suitability and applicability of the 
EBS-UZ interface sub-model is 
discussed and justified in 
Section 7.3.1.3. The sub-model is 
suitable for its intended use. 

Conclusions 

The EBS-UZ interface sub-model documented in report ANL-WIS-PA-000001 Rev 
01K incorporates all the significant aspects contributing to mass flux from the invert 
to the UZ. The sub-model is validated against an alternative model developed for 
similar purposes and the results are comparable. The advective flux is the primary 
uncertainty in the mass flux to the fractures, and this uncertainty has been 
adequately and realistically bounded by the low, mean and high infiltration cases 
used in the fracture-matrix partitioning model in the validation comparison. It is our 
professional judgment that the EBS flow sub-model is appropriate for use in the 
Radionuclide Transport Abstraction. 
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