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This paper summarizes results of sensitivity analysis of a generic geologic disposal system
for HLW, using a GSRW code and an automated sensitivity analysis methodology based on the .

Differential - Algebra.

.The results of sensitivity analyses indicate that parameters related to a

homogeneous rock surrounding 2 disposal facility have higher sensitivities to the performance
measure analyzed here than those of a fractured zone and engineered barriers.

This methodology permits sensitivity analyses of a single parameter with changing values
‘of other parameters s:multaneously, and thus gives quantitative information on the interrelation-
ship between the parameters: the parameters for engineered barriers are generally insensitive
to the output, while they are somewhat sensitive to the output only in a case of the low solu.
bility condition. The methodology also provides technical information which -might be basis
for the optimization of design of the disposal facility.. : .
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I. INTRODUCTION

This paper intends to summarize . the
results of sensitivity analyses of a generic
geologic disposal system for high-level. radio-
active waste (HLW), using. a computer code
system GSRW and an automated sensitivity
analysis methodology based on the anferentxal
Algebra (DA) method.

The demonstration of the safety of geo-
loglc disposal of HLW is a major scientific
and engineering target in a waste manage-
ment community, given that increasingly large
amounts of such the waste including spent
nuclear fuels are stored on the surface due
to the operation of a nuclear fuel cycle over
the past two decades. It might be therefore
urgent to evaluate, through -safety assess-
ment, a feasibility of geologic disposal which

is considered as one of the most promising
method to isolate the waste safely. This
climate is clearly reflected in the current
efforts in the safety or performance assess-
ment field. In the past a decade, reports on
safety analyses or performance assessments
on spent nuclear fuels and/or HLW disposal
have been published by SKB (Swedish Nuclear
Fuel and Waste Management Co., Sweden}®®,
NAGRA (Nationale Genossenschaft fur die Lage-
rung Radioaktiver Abfalle)®?, SKI(Swedish Nuclear
Power Inspectorate, Sweden)®, TVO (Teollisuuden
Voima Oy, Finland)®, 'PNC (Power Reactor and
Nuclear Fuel Development Corporation, Japan)”,
and UPDATING 1990‘®. Swedish and Finnish
assessments were performed on so-called ref-
erence or potential sites, however the charac-
teristics of such postulated sites used were
* Tokai-mura, Ibaraki-hen 319-11,
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determined by taking into account of those of

a realistic site which was characterized to
some extent by extensive site investigations.

They used a deterministic approach based on

possible transport pathways from a source to -

the biosphere, that were estimated by ground-
water flow analyses using field data -thus
obtained. In Japan, such a site investigation
has not been conducted on a specific candidate
site at this moment in order to characterize
the potential or reference site fbr geologic
disposal. This situation is reflected to some
extent in the assessment of PNC, placing
emphasis on the performance  evaluation of
engineered barriers whose performance does
not necessarily depend on site specxﬁc geolog-
ical characteristics.

To conduct the assessment for a postulated
disposal system which is not characterized by
a specific engineered design and site condi-
tions, it should deal with a wide variety of
possible conditions upon which safety of the
disposal system is governed. The diversity of
possible conditions makes it practically difficult
to implement safety analysis, even if it is
not theoretlcally 1mp0551b1e One of practlcal

measures to overcome this dltﬁculty might be

a sensitivity analysis. . The automated sensi-
tivity analysis methodology based on the Dif-
ferential Algebra‘® permits the analysis for
inter-linked models involving a number of
parameters,’ gwmg ‘a multi paramemc sensi-
tivity. :

This paper:deals wnth sensitivity - analysns
of a postulated geologic disposal system for
HLW. Based “on the results of ‘' sensitivity
analysis, the paper also indicates the relative
importance of both  engineered and natural
barriers involved in the dlsposal system con-
s:dered here. - : : :

II BASIC ASSUMPTIONS
'AND INPUT DATA

The GSRW intends to evaluate the poten-
tial radiological consequences of geologic dis-
posal of ' HLW, based on a generic approach
rather than site -specific one, reflecting from
the current situation' mentioned above.  How-
ever, it might’ be i-equxred to define' the dis-

J. Nucl. Sci. Technol.,

posal system to some extent so as to enable
the analysis of the transport of radionuclides
in geologic formations and the biosphere fol-
lowing entry of groundwater into a repository
and the release of them to the surround-
ing strata. A crystalline bedrock is now

. considered to be one of potential geologic
‘strata for geologic disposal of HLW in Japan.

We thus assume that a repository will be
constructed in a deep and stable granite bed-
rock ‘at one of depths ranging from 500 to
1,000 m. The main feature of a disposal sys-
tem postulated here is a multi-barrier concept
involving a container/over pack surrounded
with a bentonite buffer to reduce water flow
rate around the container. High-level radio-
active wastes are, before disposal, stored for
30~-50 years with the purpose of decreasing the
heat generation rate to an acceptable level.
According to the disposal concept proposed
by the PNC, a waste container is further
encapsulated in a carbon steel over-pack with
a thickness of 30cm, in order to protect the

‘waste from coming into contact with ground-

water over at least 1,000 years. During this
period, a large portion of heat generating

_ radlonuchdes ‘might be decayed out into in-

significant levels. Consequently, the effect of
thermal load to the migration of radionuclides,
i.e. a buoyancy effect, will be negligible at
the time initiating the migration. . This study
does not deal with the coupled thermo-hydro-
mechanical analysis, because 1t requnres detail-
ed site specific data.

"1.:Inventory and Source Term -

By the end of 1993, there were 46 nuclear
power plants in operation at 17 sites in Japan,
holding a ‘total electrical capacity of ¢a. 37,000
MWe. Almost all of the plants are the light
water type, including 24 BWR and 20 PWR.
All the spent nuclear fuels leaving the plants
will be reprocessed to recover fissile Pu and
U.  The following assumptions are used to cal-
culate the inventory of radionuclides in HLW :

: —the spent fuels:from BWR are only taken
-~into account, '

: -—-the fuel contains 39 of fissile **U,

‘~the burnup of the fuel is 27,500 MWD/

“'MTU, and the specific power is 25.9 MW/
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MTU, - . o ,
- the irradiation time is 5 years, -
- the vitrified waste productxon is 0 12 m’/
MTU, and '
- the transfer rate of U, Pu and I from the
_ fuel into the vitrified waste is equally 1 %.
Several studies reported different. values of
the transfer 'rates of U and Pu (PAGIS™,
PNC", NAGRAY ¢tc.) from each other, re-
flecting from the fact that the rate depends
on a design and an operation experience of
the reprocessing plant. ‘This study, therefore,
used the normalized transfer rate (1%) for U
and Pu, which is considered to be enough
conservative. This approach also may enable
the conversion of the results of the analysis
to those corresponding to the realistic case,
The inventory of - radionuclides in HLW
was calculated by using ORIGEN2¢% and I/F
codes based on the assumptions 'mentioned
above. - This approach assumes ‘that all the
waste is generated simultaneously, whereas
it would be :produced over several decades.
This simplification, however, will have an
insignificant effect on the results of the ana-
lyses, taking into account of the time scale
involved in the asséssment. . The calculated
inventory of radionuclides in 0.16 m* waste
glass in one container is'listed in Table 1.

Table 1 stlg:ﬁlaiéﬁ' fnireritoi-y of major radio-
nuclides in 0.16 m* HLW glass

. Activities (Bq)

Nuclide = No. of atoms.

"Se  4.9682E+22. «,,:_.1 678E+10
®Zr . 5.2852E+424 . T.7R2E+10 .
" ®Tc  5.3%3E+24  5.55E+11
-1pg L2451E424 ~ 3.904E+ 9
wSn . 1,3365E423 < LA67E410
i3y '9.0089E+21 - L.236E+ .7

1 Cs 1.9418E 424 -~ 2,030E 410
wpy  BTB0E+422  2.927E+11
msy  1.368E+23 © L245E+ 8
®Cm  LOPS4E+421  2.777E+ 9
*Am " L7035E423  8.655E 412
®INp  LBA7T8E424  L8%BE-+10
nsgy 5.1606E+20  7.14E+ 7
tapy L2300E-+22  T7.233E+ 8
ey 3.2052E+25  L54E+ 8
ey 3.2490E+21  2.911E+ 8
MAm  L49I5E423 4 442E+11
mwpy  L7080E+23  LSS6E+11
my 3.2307E+23 . LOOTE+ 7
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The analyses made here, however, dealt with '

long-lived radionuclides that might have radio-
logical significance m the long-term safety
analysis.

The source term, i.e. the fluxes of radio-
nuclides released from the waste glass into
groundwater at the interface between the
buffer material and the surrounding rock, was
calculated using Model-2 (solubility-limit model),
while Model-1 (congruent dissolution model) was
used for **Cs because of their relatively high
solubilities®®. :This calculation assumes: for
simplification that the release of radionuclides
initiates 1,000 years after the closure of the
repository, according to the disposal system
concept proposed by the PNC™,

The ‘thickness of the buffer material is
assumed to be 0.5m as a standard value, and
it is subjected to sensitivity analyses by vary-
ing the value ranging from 0.1to 1.5m. The
diffusion coefficient in the buffer material is
assumed to be 1X10-**m®/s regardless of
kinds of nuclides, taking into account of the
reported values'"’, and the porosity of the
buffer is 0.3. The solubility and retardation
factor used here will be discussed in the fol-
lowing section (Sec. I-3 Geochemlstry)

2. Hydtology ‘

The rock ‘is described in terms of two
major hydraulic units; fractured zones and
rock mass. The fractured zones are classified
into regional fractured zones and local frac-
tured zones. It might be reasonable to assume
that the repository is constructed in a stable
rock ‘mass surrounded by local fracture zones
which further connect with regional fracture
zones, as shown in Fig. 1, in order to avoid
the occurrence of 'a' short circuit of ground-
water. from’ the - repository to the biosphere.

Fig. 1 Location of a potential HLW
repository and fracture Zones

~— 47—
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In principle, flow paths from the repository
to the biosphere should be identified by detail-
ed groundwater flow analyses based on
characterization data of a specific site to be
analyzed. This kind of analyses give a
groundwater flow vector and a possible mig-
ration length in a geologic system, and require
extensive site specific -data which are still
beyond the current data availability in Japan.

This paper assumes a typical hydraulic
condition of the geologic system in Japan.
However, very little is known about the hy-
drology of deep geologic system. In view of
the lack of information and also the uncer-
tainties about present and future hydrology,
the approach used in this analysis is to con-
sider the variability of major model param-
eters concerned with the hydrology. The
groundwater flow velocity » (real velocity, m/s)
is given as follows;

k
v=—1, )
¢
where #&: Hydraulic conductivity (m/s)

¢: Flow porosity
I: Hydraulic gradient.

The hydraulic conductivity and porosity of
granite in Japan are shown in Table 20V,
Although the hydraulic gradient depends on
a specific hydrological system to be analyzed,
we assume here the value of 0.01 taking
account of the wvalue (0.005) used by SKI®,
because the repository will be constructed in
a region of low hydraulic gradient, The
groundwater flow velocity is correspondingly
in the range 0.00006 to 0.1 m/yr in the rock
mass, and in the range 0.1 to 3m/yr in the
fractured zones regardless of local and regional
fractures. This analysis uses 0.1 and 1 m/yr
as the conservative and rounded flow velocity
in the rock mass and the fractured zones,

Table 2 Hydraulic conductivity and
porosity of granite in fapan

Hydraulic
l§°°k conductivity Porosity
ype (m/s)
Fractured zone 1x10-7~1x10-* 0.1 ~0.25

Rock mass 1x10-2~1x10-® 0,003~0.05

J. Nucl. Sci. Technol.,

respectively, The migration length of radio-
nuclides from the repository to the biosphere
depends on site specific geological situations.
This study arbitrarily assumes that the migra-
tion length in the homogeneous rock mass is
in the range from 100 to 500 m, depending
on possible scales of a stable rock mass, and
thus the length is subjected to the sensitivity
analysis. - The migration length in the frac-
tured zones depends on fracture networks of
a specific geological formation to be analyzed,
and is thus rather complicated to assume a
typical value. However, the preliminary sen-
sitivity analysis which used the same condi-
tions described in this paper clearly showed
that the consequence depended insignificantly
on this parameter. The length is therefore
rather arbitrarily assumed to be 1,000 m.

3. Geochemistry

The solubility, to be used in this analysis,
of radionuclides in natural groundwater is
somewhat different from that measured in a
solution prepared in a laboratory, because in
natural groundwater the dissolution-precipita-
tion process involves complex multicomponent
chemical reactions. We used the solubility
data, as shown in Table 3, citing from the
SKI report™ and other source (PSI®® reports)
for the element Si which is not appeared in
the SKI report. The values of the distribu-
tion coefficient for granite (homogeneous rock
and fractured zones) and bentonite are also
cited from the SKI and SKB reports as shown
in Table 4. Table 5 shows assumed porosities
and densities of the buffer material and gran-
ite rock used for the estimation of the retard-
ation factors”¥. These values are relatively
conservative comparing with other reports
(SKI, SKB and PNC).

Table 3 Elemental solubility limits
in reducing conditions

Element Solubility limits (mol/l)
Cs X
Th 2x10-?
U 1x10-®
Np 4x10-°
SiO,! 5x10-*

% : Congruent leaching
t: PSI-Bericht Nr. 74

—48
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Table 4 Distribution coefficients for bentonite and granite

Kd-values (m*/kg)

Element Buffer ‘material Granite [homogeneous-rock] Gramte {fractured-zone]}
(reducing conditions) (reducing conditions) (oxidizing conditions)
Cs 0.002 0. 005 . 0. 005
Th 0. 002 0.01 ‘ 0.01
) 0.1 0.01 0.002
Np 0.1 0.1 . 0. 001

Table 5 Assumed porosities and densities of
buffer material and granite rock

Material/rock Porosity  Density (kg/m®)
Buffer 0.3 1,500
Granite ‘

(homogeneous) 0.03 2,300
Granlte 0 1 2,000

(fractured zone)

m. SENSITIVITY, ANALYSIS

We applied the automated sensitivity anal-
ysis methodology (DA-methed) to GSRW code
to identify the relative importance of param-
eters which have the possibility to dominate
radiological consequences due to geologic
disposal of HLW, and to clarify the time-
dependent sensitivity behavior of a specific
parameter. The analysis was made on one
of radiologically important TRU elements
(**"Np decay chain) by using Model-2, and fission
products (1*°Cs) by using Model-1, separately.

Figure 2 shows the conceptualized disposal
system (not a real repository) assumed only for
the sensitivity analysis. The migration length
in a homogeneous rock surrounding a disposal
facility was assumed arbitrarily to be 300 m,
and that in a fractured zone connecting to
surface ‘water bodies was 1,000 m. Abeline
et al.*" estimated Peclet number (=migration
length/dispersion length) of advection-dispersion
model to be in a range of 1 to 6 so as to fit
measured breakthrough curves obtained by
Stripa 3-D Migration experiment. Therefore,
the longitudinal dispersion length in the homo-
geneous rock and the dispersion length in the
fractured zone is assumed to be 1/10 of the
migration length conservatively, and the trans-
verse dispersion length in the homogeneous
rock to be 1/50. The facility was simulated
by a simple vertical array of 16 point sources

as shown in Fig. 2, each of which involves 3
containers, to examine the effect of distance
between waste packages on the concentration
of the nuclides at an outlet boundary of the
geosphere. This simple array (16 point sources)
used here also permits the reduction in com-
putation time.
Homogeneous rock .

te— 300 M-y
-~y
Groundwater | .
7
I”

Migration length
1000 m

e ﬁfﬁf"

“ 1D-pi
fractrad zone)

point source

f 1*"“*5
waste package

(3 containers}

Fig. 2 Conceptuahzed disposal system for
sensitivity analysis and reference
disposal system for safety analysis

The concentration of each nuclide at the
outlet boundary of the geosphere was chosen
as ‘a performance measure in this analysis.
The sensitivity of the concentration thus cal-
culated to a Specnﬁc input parameter is
expressed in term.of a normalized sensitivity
coefficient defined by the ratio of the percent
change in the concentration to that in the
input parameter value, as a function of time.
The following parameters and their 'values
were selected for the sensitivity analysns,
based on conservative case:

[Source Term Model]

- Solubility of element § (Nt

~Thickness of the buffer material (Lz)

.- Density of the waste form’ (0

.= Retardation factor of nuclide s in the
‘buffer material (K%)

— 49—
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- Diffusion coefficient of nuclide ¢ in the
buffer material (D, ;)
- Radius of the waste form (R,).
[Geosphere Model]
- Distance between point sources in the
x and y directions (42 and 4y)
- Dispersion lengths of the homogeneous
rock (a;, a,, a,)
- Groundwater velocity in the homogeneous
rock (vn)
- Retardation factor of nuclide 7 in the
homogeneous rock (X §())
- Migration length in the homogeneous
rock (L)
- Dispersion length in the fractured
zone (@)
- Groundwater velocity in the fractured
zone (v,)
- Retardation factor of nuclide ¢ in the
fractured zone (K%())
- Migration length in the fractured
zone (L,).
1. Sensitivity Behavior of
Source-term Model
Figure 3 shows the time-dependent concen-
tration profile of **Cs at the outlet boundary
of the geosphere and sensitivity coefficients of
parameters, i.e. D, c., K&, Ls, p and NS,.
A positive value of the sensitivity coefficient
means that the concentration of a nuclide
increases in proportion to the increment of
the corresponding parameter, and vice versa
for a negative value. The parameters related
to the buffer material, i.e. D; ¢, KB and Lg,
have a high sensitivity only at the early period
of time giving an extremely low concentration
of *Cs, and an insignificant sensitivity at the
time appearing the peak concentration of the
nuclide. This means that in the case of
Model-1, these parameters do not significantly
affect the peak concentration of '**Cs, while
slightly alter the time appearing the peak
concentration. On the contrary, the param-
eters which control the release rate of a
nuclide from the waste form, i.e. p and N},
have a relatively high sensitivity coefficient
during periods of the time reaching the peak
concentration. After the spent out of SiO,
in the waste form, the sensitivity factor turns

J. Nuci. Sci. Technol.,

to reverse sign values, indicating that, the
faster the release rate of the nuclide, the
lower the concentration of the nuclide at the
longer time, especially after the time giving
peak concentration.

1E+2 15

)
—-d
m
+
-t
Tl

Concentration (Bg/m?®
m
[=)
Sensitivity (-)

NB&I
182 "y %O 0.5
B
Kes
1E3 - -1
the time when SiQO,
1E4 being spentout ., 15
OE+0 5E+5 1E+6 2E+6 2E+6
Time ({y)

Fig. 3 Time-dependent concentration profile
of ¥5Cs at outlet boundary of geo-
sphere and sensitivity coefficients
of parameters (Model-1)

Figure 4 shows the time-dependent concen-
tration profile of **'Np at the outlet boundary
of the geosphere and sensitivity coefficients of
parameter, i.e. Dy np, KRp, Lp, R, and NR3.
Both parameters, R, and N5, hold constant
and positive sensitivities as long as **'Np is
being released from the waste form, indi-
cating that the release flux of **'Np is directly
proportional to Nt and R,. The three param-
eters D, np, KBy and Ly give a high sensi-

1E+0 15
Dtn {#

1E-1 Lsa:i 1
B 1E-2 237 05 =
= Ke — 2
2 1E3 0 =2
- =
% 1E-4 \ 05 »
9 45 \ 1

1E-6 : 15

OE+0 1E+7 2E+7 3E+7 4E+7 5E+7
Time (y)

Fig. 4 Time-dependent concentration profile
of *'Np at outlet boundary of geo-
sphere and sensitivity coefficients
of parameters (Model.2)
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tivity at initial periods of time, suggesting
that these parameters shorten or lengthen the
arrival time of *'Np plume in a larger mag-
nitude than R, and N} The sensitivity of
all parameters tested here reaches zero at the
same point of time where a postulated stable
Np will give the peak concentration, while
the realistic peak concentration of **’Np shifts
to a shorter time because of radioactive decay.
The interval between the fimes appearing a
zero sensitivity at about 2.5X10" yr and giving
an inflection point ‘at ‘about 1.5X10"yr may
correspond to the travel time of **'Np from
the source to the outlet of the geosphere.
The compdrison of Figs. 3 and 4 shows
that the sensitivity of Lg is much larger in
the Model-2 simulation than that of Model-1.
This might be ascribed to the difference in
the boundary conditions used in solving the
diffusion equations in the both models. As
described in the previous paper?, Model-1
assumes that zero concentration of the nuclide
is prescribed on the infinite spherical surface,
and uses the flux boundary condition at the
interface . between the waste form and the
buffer. On the contrary, Model-2 assumes zero
concentration at the outer boundary of the
buffer, and uses the concentration (solubility)
boundary condition at. the interface between
the waste. form and the buffer. Therefore,
the release flux of the nuclide from the waste
form more strongly depends on the thickness
of the buffer in the Model-2 simulation. This
difference in the conceptualizations adopted in
Model-1 and Model-2 might be clearly reflected
in the sensitivity behaviors observed in Figs.
3 and 4. o e
‘Figure b shows the time-dependent concen-
tration profiles of *'Np, ***U and **Th at the
outlet boundary of the geosphere, and sensi-
tivity coefficients of Nt The concentration
profiles : of. **U  and ***Th consists of two
breakthrough' curves:' one .is "due to :those
decayed from the: parent in the buffer and
they migrate faster than the parent in" both
the buffer. and the geosphere; and other is
caused by those . decayed: from the parent
during the migration .in  the geosphere (tran-
sient equilibrium). This might be reflected in

445

the discontinuity (non-differentiability) observed
in the sensitivity curves of the daughters at
the point intersecting the two breakthrough
curves. This non-differentiability might be due
to rapid decreases of the concentrations in the
first breakthrough curves of the daughters.

1E+1 15
& 1E+0 Cug - 1 §
% c ‘N Sensitivities (U,Th) g
-8 e AN 05 3§
g 5
(<]
£ 1E-2 0 £
£ I\ W\ 2
5 —r/ Chip2ar
g 1E-3 J . 2 05 g
| Sensitivity (N (7
1E-4 v (N} 1 5
J B w
1E-5 1 ) 1

OE+0 1E+7 2E+7 3E+7 4E+7 SE+7
-Time {y)

Fig. 8 Time-dependent concentration profiles of
3Np, *U and #*Th at outlet boundary
of geosphere and sensitivity coeflicients
of solubility of Np

- - The effects of parameters on the perform-
ance measure of the disposal system, {.e. the
concentration at the outlet of the geosphere,
are correlated to each others. In order to
examine the multi-parametric effects on the
sensitivities, at the peak concentration of
*Np, of D, np (and also NEY) and Lp were
analyzed by changing the values of Ly and
N, as shown in Fige. 6(a) and (b) in a
three-dimensional ‘form, respectively.  Here,
it should be note that the sensitivity analysis
method used in this paper gives the sensitivity
of N to the peak concentration as a func-
tioniof N%i The sensitivity behavior of N§gt
is identical to that of D, np at the peak con-
centration as seen in Fig. 4, and then both
sensitivities- are shown in the same surface
(sensitivity surface).in Fig. 6(a). In a' region
of high N}, both D, x, and N§§} have rela-
tively low ' sensitivities' to the peak concen-
tration, while they increase with decreasing
of Nfft.  The sensitivity of Lp, as shown in
Fig. 6(b), is significant in" a region of low
Le and low Nt - This suggests from a
radiological protection aspect that Ly may be
optimized to be greater than at least 0.5 m,

—5l—
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aae s '
Sensitivity to N3y and Dy,
at Peak-Concentration

Sensitivity (-)

Sensitivity coefficient
0 02 04 08 08 1

(a) Diffusion coefficient in buffer
(solubility of #*"Np)

J. Nucl. Sci. Technol.,

Sensitivity to Lg
at Peak-Concentration

0~
Z 02l
2
2 04
)
| =4
‘?, 0.6
E-8 pSat
1 1E-9 (nToNI'I)I)
Lg(m) s
Sensitivity coefficient
08 08 -04 02 0

(b) Thickness of buffer

Fig. 6(a),(b) Multi-parametric effects on sensitivities, at peak concentration of *¥'Np,
of diffusion coefficient in buffer (solubility of #*'Np) and thickness of
buffer by changing values of thickness of buffer and solubility of »’Np

because a significant improvement may be
expected of the ability of engineered barriers
reducing the peak concentration at the outlet
of the geosphere. In addition to this view,
one may consider, in optimizing Ly, geochem-
ical and mechanical stability of the buffer to
realize an adequate hydraulic condition, i.e. a
low hydraulic conductivity, around the waste
package.

2. Sensitivity of the Geosphere Model

The geosphere models used here consists
of two parts corresponding to the structure
of the geosphere assumed here: one {(named
3D model hereinafter) which is based on a mass
transport equation with one-dimensional ad-
vection and three-dimensional dispersion deals
with a homogeneous rock mass surrounding
the repository, and other (called 1D model
hereinafter) analyzes the transport of radio-
nuclides in a fractured zone connecting with
the biosphere assuming one-dimensional ad-
vection and dispersion‘®,

Figure 7(a) shows for 3D models the time-
dependent concentration profile of *'Np at the
outlet boundary of the geosphere and sensi-
tivity coefficients of parameters, i.e. the dis-
persion lengths (a;, «, and a,), the retardation

factor K9(Np), the migration length L,, the
water velocity v, in the homogeneous rock,
and the distances between the waste packages
(4x and 4y). The transverse dispersion lengths
(ar and «,) and the distances between the
packages (4x and dy) have relatively insignif-
icant sensitivities to the concentration of *"Np
under the conditions used in this analysis,
while other parameters, v,, a,, K§(Np) and
L,, show significant sensitivities. Sensitivity
behaviors of these important parameters for
the daughters are given in Fig. 7(b). The
non-differentiability in the sensitivity curve is
also observed for all the parameters analyzed
here, corresponding to that the concentration
profile consists of two different breakthrough
curves, as seen in Fig. 5 for the source term
model (Model-2). The sensitivity behaviors of
all parameters are almost completely identical
between the daughters. The retardation fac-
tor of *'Np shows a lower sensitivity than
those of **U at an early period of time,
reflecting from that the daughters produced
from their parents during the transport in
the buffer migrate in the homogeneous rock
faster than the parents, and then control the
increasing behavior of the concentrations of

—52—



Vol. 32, No. -5 (May 1995)

1E+0 J\ T : 9
€1Ef1 \\ ———————}6
B 1e2™ k{%’ ‘ ﬁwa =
S . ] ] . / —
% 1ES Yim\\\ S 0%
£ N | 7 |2

1E4 dy 3w
1E-5 V/ 5
1E-6
"C0E+0 1E+7 2E47 GE+T 4ET BET

. Time (y)

(a) QS’INp

a7
1E+0 9
1E-1 I\ 6
L ~
E A B
S ol k a2Vt PO
5 SN  z
= 1E-3 AN —10 2
- a [72]
I SRS 7\ N
§ 1E-4 v ‘ . 3w
© sl ‘U’_, Ln) - N\ "
1E-6

OE+0 1E+7 2E+7 SE+7 4E+7 5E+7
Time (y)

(o) 3 and **Th

Fig. 7(a) ()] Txme-dependent concentration profiles of *'Np, and **U and ***Th at outlet
‘ boundary of geosphere and sensitivity . coeﬂicnents of parameters (3D model) -

the daughter at the outlet of the geosphere
Afte,r the time giving the peak concentration,
the retardation factor of **'Np tends to be
dominant among the factors to determine the
concentration . profile, suggesting that the
decrease tendency in ;the concentration is
governed by the. parent having a longer half
life and a lower retardation factor than the
daughters. . The retardation factor of **Th
has no effect on its concentration profile be-
cause of its shorter half-life than the other
nuclides and ‘the travel time in the homo-
geneous rock. The sensitivity of the param-
eters tested here at an early period of time

for 3D model follows the order; L,, v,
retardation factor, a,.
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o The sensitivity coefﬁcxents are shown in
Fig. 8(a) for the parameters involved in 1D
model (for fractured zone), i.e. ay, Ly, v, and
K "(Np), together with the concentration profile
#'Np, and the sensitivity coefficients to the
retardation factors are also shown in Fig. 8(b)
together with the concentration profiles ***U
and **Th. It might be said through the com-
parison of Figs. 3, 4, 5 and 7(a),(b) that these
parameters (a;, Ly, vy, K5(Np)) tested here
are significantly less sensitive to the perform-
ance measure than the parameters related to
the homogeneous rock, and slightly lower than
those involved in the source term, except for
the sensitivities of K%(U) and K4Th) to the
concentration of ***Th. This remarkable dif-
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Figz. 8(a),(b) Time-dependent concentration proﬁles of #7Np, and **U and ®***Th at outlet
boundary of geosphere and sensitivity coefficients of parameters (1D model)
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ference in the sensitivity behavior between
the homogeneous rock and the fractured zone
is ascribed to the fact that the 3D model
application (homogeneous rock) used higher
retardation factors and lower water velocity
than those used in the 1D model application
(fractured zone), resulting in higher migration
velocities of nuclides in the fractured zone.
This higher migration velocity might reduce
the sensitivities of the parameters involved in
1D model into a lower level than those for
3D model. As shown in Fig. 7(b), K§(Th)
has no sensitivity to the concentration of ***Th
at the outlet of the geosphere, while K¢(Th)
is reasonably sensitive to the concentration
which is governed by the transient equilibrium
in the fractured zone, because of an signif-
icantly shorter half-life of ®***Th than *'Np
and ®*U.

It may be suggested through the sensitivity
analyses conducted here that as far as engi-
neered and natural barriers concern, L, and
v, are of relative importance among the
parameters related to the both barriers to
control the performance of the system con-
sisting of the both barriers. In order to
determine the relationship between the sensi-

Sensitivitity to v, at Peak-Concentration
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(a) Velocity in homogeneous rock
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tivities of the two important parameters (L,
and vp), sensitivity analyses at the peak con-
centration were also implemented by changing
values of the parameters simultaneously. As
shown in Fig. 9a), v, shows extremely high
sensitivities especially in a region of low v,
and long L,, and even in a short L, region
it still keeps a relatively high sensitivity. In
a region of high v,, the sensitivity turns to
a negative value corresponding to that a dis-
persion term (expressed by the product of v,
and a,) which has the effect to reduce the
concentration becomes more visible than the
other regions. As given in Fig. 9(b), L, has
also remarkably high sensitivities in a nega-
tive value, especially in a region of low v,
and long L,, while it gives insignificant sen-
sitivities at a high v, region (1 myyr). In this
lower sensitivity surface, the sensitivity coef-
ficient of L, changes from —0.8 to —2.0 with
the increment of L, from 100 to 500 m, indi-
cating that a holding of large rock mass with
high v, {(~1m/yr) might be not necessary
effective to heighten the performance of the
disposal system. Therefore, it might be im-
portant to select a geologic formation, as a
host rock, having a low water velocity field.

Sensitivity to L, at Peak-Concentration

Sensitivity (-)

Sensitivity coefficient

-40 -35 30 -28 -20 -15 10 5§ O

W 77 RS .

(b) Migration length of homogeneous rock

Fig. 9(a),(b) Multi-parametric effects on sensitivities, at peak concentration of **"Np,
of velocity in homogeneous rock and migration length of homogeneous
rock by changing values of velocity and migration length
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At the same . time, it must be recogmzed -
however, that the water velocxty m the for-
mation to be analyzed should be determmed‘

as possible as precxsely especially for a low
water velocity region, because’ the -output of

safety analyses might depend sharply on the -
Otherwise the

velocity in such a region,
result of the assessment which is based on
site specific charaéterization data inight in-
evitably have a great deal of uncertainties.

IV. CONCLUSIONS

The following remarks might be derived
through sensitivity analyses on the transport
behavior of the *'Np decay chain and °Cs
in engineered and natural barriers, by apply-
ing the sensitivity analysis methodology (DA
method) to GSRW code.

(1) The sensitivity analysis methodology
applied here allows the quantitative eval-
uation of a relative importance of various
parameters which  potentially affect the
safety of geologic disposal system. The
results: of analyses clearly - indicate that
parameters related to 2 homogeneous rock
surrounding a disposal facility have higher
sensitivities to the performance measure

analyzed here than those of a fractured

zone and engmeered barriers. Among the
parameters ‘involved in the - geosphere
model -used for a homogeneous rock, the
migration length, the retardation factor,
the water velocity, and the longitudinal
dispersivity hold a high relative impor-
tance to govern the safety of the disposal
system.

(2) The methodology permits - sensitivity
analyses of a single parameter with chang-
ing values of other parameters simultane-
ously, and thus ‘gives quantitative infor-
mation on the interrelationship between
the parameters. For example, the param-

. eters for engineered barriers are generally
insensitive to the output, while they are
somewhat sensitive to the output only in
a case of the low solubility condition.

"3 The methodology provides technical in-

)

@

@

@

)
1G]

419

formation which might be basis for the

~ optimization of design of the disposal
facility, e.g. the thickness of buffer ma-

terial, and for the selection of the disposal

- gite, e.g. the water velocity, the geochem-
“ical condxtions, the mxgratxon length and

SO on
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Numerical Modeling for Coextraction of
Te(VH) with U(VI) by n-Octyl(phenyl)-N, N-
diisobutylcarbamoylmethylphosphine
Oxide from Nitric Acid Solution

Mitsuo TAKEUCHI', Satoru TANAKA™", Michic YAMAWAKI!,

Nuclear Engineering Research Laboratory,
The University of Tokyo*

Shoichi TACHIMORI

Department of Fuel Cycle Safety Research,
Japan Atomic Energy Research Institute**

(Received August 25, 1994)

The coextraction model of Tc(VIl) and U(VI) from nitric acid solution was developed on a
tributyl phosphate (TBP)/n-dodecane system involving n-octyl(phenyl)-N, N.diisobutylcarbamoyl-
methylphosphine oxide (CMPOQ). Technetium was considered to be extracted by the formation
of Te-CMPO and U-Tc-CMPO complexes in the presence of uranium. The distribution coefficient
of technetium in the presence of uranium was defined by taking these complexes into account,
and expressed as a function of nitric acid concentration, free CMPO concentration, and distri-
bution coefficient of uranium. The equation of the distribution coefficient derived was applied
to the previous data obtained in the mixed system of CMPO-TBP-dodecane at the low nitric
acid concentration. It was found that the distribution behavior of technetium in the presence
of uranium could be successfully simulated by the present coextraction model.

KEYWORDS: coextraction, technetium ions, uranium ions, nitric acid, distribution
coeflicient, n-octyl( phenyl)-N, N-diisobutylearbamoylmethylphosphine oxide, TBP,
Te-CMPO complex, U-Te-CMPO complex, dodecane

I. INTRODUCTION

The coextraction of technetium with ura-
nium by the mixture of 0.2 M CMPO-1.4 M TBP
was studied by the present authors (Fig. 1),
Technetium in the absence of uranium was
considered to be extracted in the mixed
CMPO-TBP system by the following equili-
bria® ;

Te-CMPO-TBP system

H*(aq)+TcO7(aq)+2CMPO(org)

== HTcO,-2CMPO(org) (K,), (1)
H*(aq)+TcO3(aq)+3TBP(org)

=== HTcO,-3TBP(org), (2>

H*(aq)+TcO7(aq)
+CMPO(org)+2TBP(org)
== HTcO,-CMPO-2TBPlorg). (3)

These reactions were considered to occur
even in the presence of uranium, if the con-
centration of uranium was not in excess.

On the other hand, the extraction of ura-
nium was also involved in the present system
by the following equilibrium :

*t Tokai-mura, Ibaraki-ken 319-11,
*1t Hongo, Bunkyo-ku, Tokyo 113.
*+ Tokai-mura, [baraki-ken 319-11,
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Safety and Sensitivity Analyses of a Generic Geologic Disposal System for
High-level Radioactive Waste

Hideo KIMURA, Tomoyuki TAKAHASHI, Shigeki SHIMA
and Hideo MATSUZURU

Department of Environmental Safety Research
Tokai Research Establishment
Japan Atomic Energy Research Institute
Tokai-mura, Naka-gun, Ibaraki-ken

(Received October 3, 1994)

This report describes safety and sensitivity analyses of a generic geologic disposal
system for HLW, using a GSRW code and an auvtomated sensitivity analysis methodology
based on the Differential Algebra. An exposure scenario considered here is based on 2
normal evolution scenario which excludes events attributable to probabilistic
alterations in the environment.

The results of sensitivity analyses indicate that parameters related to a homogeneous
rock surrounding a disposal facility have higher sensitivities to the output analyzed
here than those of &8 fractured zone and engineered barriers. The sensitivity analysis
methodology provides technical information which might be bases for the optimization of
design of the disposal facility.

Safety analyses were performed on the reference disposal system which involve HLW in
amounts corresponding to 16,000 MTU of spent fuels. The individual dose equivalent due
to the exposure pathway ingesting drinking water was calculated using both the
conservative and realistic values of geochemical parameters. In both cases, the
comnmitted dose equivalent evaluated here is the order of 1077Sv, and thus geologic
disposal of HLW may be feasible if the disposal conditions assumed here remain unchanged
throughout the periods assessed here.
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1. INTRODUCTION

The safety of radioactive waste disposal is one of the essential subjects of all countries engaged
in nuclear energy production. In particular, high-level radioactive waste (HLW) which contains a
significant amount of long-lived radionuclides will be disposed of into deep geologic disposal
system consisting of a series of engineered and natural barriers, so as to isolate it effectively and to
ensure radiation protection of man and his environment even in the far future.

The Japan Atomic Energy Research Institute (JAERI) is developing a safety assessment
methodology for geologic disposal of HLW, in accordance with “The Long-Term Yearly Program
for Safety Study on High-Level Radioactive Wastes (1991 - 1995)” established by the Nuclear
Safety Commission of Japan. Objectives of the development of the methodology are;

- to demonstrate the feasibility of HLW disposal,
- to provide information on which to establish safety criteria, -
- to extract the important pathways and parameters,
- to identify the major uncertainties involved in the assessment, -

- to assign a priority of future research, and - '
- to establish the methodology for licensing procedures. :
We have developed an integrated computer code system GSRW (Generic Safety assessment code
for geologic disposal of Radioactive Waste)", that is based on a normal évolution scenario, as a
deterministic safety assessment methodology. The GSRW, in which modular type of a source term
models, geosphere models and a biosphere model are interlinked, intends to evaluate radiological
consequences to an individual or a population duie to radionuclides released from geologic radioactive
waste repositories in a deep stable rock mass. A series of barriers provided with a disposal system
will prevent the release of radionuclides from a repository, and retard the subseqnent transportation
of them in the geosphere. .o : S '

The safety assessment of the repository is based on the analysis of the transport of radionuclides
by groundwater in and through the repository and the geosphere, and the behavior of radionuclides
in the biosphere. In the GSRW, these computations are based on simplified models which incorporate
only the major mechanisms and components which will be potentially involved in the disposal
system. This simplified and integrated methodology thus developed makes a large number of
computer executions and automated multi-parametric sensitivity analyses by using Differential
Algebra method mere practical, simplifies interpretation of analytical results, and permits safety
assessment aiming mainly at the establishment of safety criteria, in partlcular where a candidate
disposal site is not decided yet. ' ' '

This report summarizes a deterministic safety assessment methodology based on a normal
evolution scenario, and involves the description of the scenario assumed here, the structure of the
safety assessment methodology developed, and the methodology of an automated sensitivity analysis.
The report also summarizes the results of sensitivity analyses and safety assessment for geologic

_.1_
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disposal of HLW using a computer code system GSRW, and also the discussion of a feasibility of
the geologic disposal.

The demonstration of the safety of geologic disposal of HLW is a major scientific and
engineering target in a waste management community, given that increasingly large amounts of
such the waste including spent nuclear fuels are stored on the surface due to the operation of a
nuclear fuel cycle over the past two decades. It might be therefore urgent to evaluate, through
“safety assessment, a feasibility of geologic disposal which is considered as one of the most promising
method to isolate the waste safely. This climate is clearly reflected in the current efforts in the
safety or performance assessment field. In the past decades, reports on safety analyses or performance
assessments on spent nuclear fuels and/or HLW disposal have been published by SKB (Swedish
Nuclear Fuel and Waste Management Co., Sweden) @@, NAGRA (Nationale Genossenschaft fur
die Lagerung radioaktiver Abfalle)®, SKI (Swedish Nuclear Power Inspectorate, Sweden)®, TVO
(Teollisuuden Voima Oy, Finland)®, PNC (Power Reactor and Nuclear Fuel Development
Corporation, Japan)™, and UPDATING 1990®. Swedish and Finnish assessments were performed
on so-called reference or potential sites, however the characteristics of such postulated sites used
were determined by taking into account of those of a realistic site which was characterized to some
extent by extensive site investigations. They used a deterministic approach based on possible
transport pathways from a source to the biosphere, that were estimated by groundwater flow analyses
using field data thus obtained. In Japan, such a site investigation has not been conducted on a
specific candidate site at this moment in order to characterize the potential or reference site for
geologic disposal. This situation is reflected to some extent in the assessment of PNC, placing
emphasis on the performance evaluation of engineered barriers whose performance does not
necessarily depend on site specific geological characteristics.

To conduct the assessment for a postulated disposal system which is not characterized by a
specific engineered design and site conditions, it should deal with a wide variety of possible conditions
upon which safety of the disposal system is governed. The diversity of possible conditions makes
it practically difficult to implement safety analysis, even if it is not theoretically impossible. One
of practical measures to overcome this difficulty might be a sensitivity analysis. The automated
sensitivity analysis methodology based on the Differential Algebra® permits the analysis for inter-
linked models involving a number of parameters, giving a multi-parametric sensitivity.

This report deals with safety assessment of a postulated geologic disposal system for HLW,
assuming both conservative and reasonably realistic conditions which are defined by published
data. Based on the results of sensitivity analysis, the report also indicates the relative importance of
both engineered and natural barriers involved in the disposal system considered here, and discusses
a generic feasibility of geologic disposal of HLW.
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- Fig. 1 Multi-barrier concept for the HLW dlsposal

2. ASSESSMENT SCENARIO

The safety of the disposal system depends on the performance of engineered barriers (a waste
matrix, a container, a buffer zone, and concrete structures if necessary) to confine radionuclides in
the repository, and the ability of natural barriers to retard and dilute radionuclides during the transport
in the geosphere and the biosphere. In the GSRW, the safety of the reposrtory is assumed to be
controlled by this multi-barrier concept, as shown i inFig. 1. The concept of the drsposal system
assumed here consists of;

- the container (overpack made of a carbon steal) acts as a bamer to protect a vrtnﬁed waste contamed
therein from contact with groundwater during a certain initial period of the time after the closure
of the repository, and then determines the initiation of radronuchde release, .

- the vitrified matrix confines radionuclides, however, once the container failed significantly the
matrix will be subjected to a dissolution process by groundwater which is controlled by the
dissolution rate of the matrix and also by the solubility of the elements mvolved

- the buffer zone (bentonite), in which radionuclides are transported by diffusion and retentxon
mechamsms, retards the release of radlonuchdes from the repository, _

- the geosphere, where most portions of the radionuclides released from the repository are effectively
retained and delayed by various retention mechanisms, retards the transport_of the radionuclides

-3 -
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to the biosphere, and

- the radionuclides finally entered into the biosphere will be diluted with a large volume of
groundwater in adjacent aquifers, and with surface water bodies such as ocean, river, lake and so
on, before coming into contact with man.

This concept which is reflected in the modeling scheme adopted in the GSRW may realize

the isolation of most of the radionuclides in the waste during a long time, allow the reduction of
radionuclide concentrations at the biosphere, and finally maintain radiological consequences to
individuals or populations at an acceptabie level, even in the case where the ability of some of
barriers would be reduced. _
The scenario considered here is based on a groundwater migration scenario, assuming that the
performance of the disposal system is not affected by probabilistic events as is the case of normal
evolution scenarios. 9. It is assumed in the scenarios that all of the components involved in the
repository are resaturated évcntﬁaliyl'with grouhdwater, after the closure of the repository.
Degradation, with groundwater thus contacted, of the components occurs, which results in corrosion
of the container and then dtssolutlon of the vitrified matrix. These processes lead to the release of
radionuclides into the buffer zone Since the hydraulic conductivity in the zone may be negligibly
low, the transport in the zone is mainly controlled by the diffusion mechanism. The subsequent
transport in the geosphere is govemed by groundwater flow through fractured porous media. The
control processes of the transport are the advection, the dispersion including molecular diffusion
and mechanical dispersion, the retention with mineral components of a rock, and the radioactive
decay. Radionuclides entered into adjacent aquifers are diluted with a large volume of groundwater
and further by surface water bodies. '

3. SAFETY ASSESSMENT METHODOLOGY

A basic consideration adopted in the development of the GSRW code was to provide a flexible
and practically used analytical tool for the assessment of long-term radiological consequences from
repositories. The code has been designed, therefore, to incorporate as many as the major mechanisms
which may significantly affect the consequences, among all of the potential mechanisms that will
take place in a disposal system. The mechanisms which are identified to be important from safety
assessment point of view are modeled to the extent possible, at a level of detail appropriate to the
accuracy with which it is considered to describe them, taking into account the current availability
of data required to execute the code. This approach will provide the code which will give analytical
results being as accurate as is possible without unnecessary impracticality and complexity. In
addition, the GSRW has been constructed in a modular form. It is therefore possible to develop
alternative versions of individual modules, corresponding to the increase and enhancement in
scientific knowledge required for understanding of a disposal system, and then substitute them for
the current version incorporated in the code system.

The GSRW is composed of three interlinked models, a source term, a geosphere and a biosphere

_4_



JAERI-Research 94-028

1 ORIGEN2 /
. and - Nuclear fuel
Interface-code| cycle data

|
|
|
I
1
I
I
J

Source term | Dataof |
. model - 1 lﬁ - | engineered barriers] - -

.Geosphere - Geologicand -
. model ‘ hydrogeologsc data

= .
(]

GSRW

Biosphére
model

Environmental,
ecological,
socio-economic
and radiological data

r'_.—f_f——_"',_—"'_—,'l

Fig. 2 Sub-models in the GSRW code

model, as illustrated in Fig. 2. The ORIGEN2" and interface codes are used to evaluate the
inventory of radionuclides in HLW as a function of time. The first model evaluates a source term
from a disposal facility which consists mainly of a vitrified waste form, a metallic container and a
buffer material. Two kinds of source term models are provided: Model-1 which simulates the
dissolution of silicate component of glass and assumes that the radionuclides in the vitrified wastes
are released in proportion to the leaching rate of silicate component, and Model-2 which assumes
that the concentration of a radionuclide is limited by the solubility of its specific chemical form at
the interface between the buffer and the waste. The second model analyzes the transport of
radionuclides in the geosphere, which is based on analytical solutions or numerical solutions of a
mass transport equation involving an one-dimensional advection, a three or one-dimensional
dispersion, a linear sorption and a decay chain. The third model assesses the transport of radionuclides
in the biosphere and the resulting radiological consequences to the man, which is based on a dynamic
compartment model for the biosphere and a dose factor method for dose calculations.

3.1 Source term model ,

The source term in the GSRW is deﬁned as the tlme~dependent rate of radlonucllde release
from the boundary of a disposal unit (buffer rockmterface). The disposal unit is assumed to be
composed of vitrified waste, container and buffer material in this model as shown in Fig. 1.
Releases of radionuclides from the vitrified wastes will be initiated by failures of the containers.
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The degradations of the containers are mainly induced by corrosion of a metal which contacts with
groundwater. In this model, the following simplified approach is adopted : the effect of container-
degradation is taken into account as the container failure time which is equal to an delay time to the
onset of radionuclide releases. The containers are assumed to fail completely, and provide no function
to prevent radionuclide releases after the failure time.

The vitrified waste comes into contact with groundwater after the failure of container, and
the radionuclides will be released from the waste. The releases of radionuclides from the waste are
simulated by the following two different models:1) the radionuclides (with higher solubilities than
silicate component) in the waste are assumed to be released in proportion to the leaching rate of
silicate component which is a main component of the waste glass (Model-1), 2) the concentration
of the radionuclides (with lower solubilities than silicate component) is assumed to be controlled
by a solubility-limit of its chemical form at the interface between the waste glass and buffer material,
and the release rate of the radionuclides at the interface between buffer material and rock depends
on a diffusive flux through the buffer material (Model-2).

3.1.1 Model-1(congruent dissolution model)

In this model, a finite cylinder of vitrified waste is approximated by a sphere or a prolate
spheroid in order to give compact analytical solutions. Radionuclide migration through the buffer
material is modeled as a one-dimensional diffusive transport, and the shape of waste form only
influences the dissolution rate of silicate component from the waste. The boundary of the waste
form and buffer material is restricted by the prescribed nuclide flux which is equal to the product of
the dissolution rate of silicate component and the existing ratio of the nuclide, and the concentration
of the nuclide at another boundary is assumed to be zero because the advection should be dominant
in the rock region.

Exact analytical solutions for the time-dependent rate of mass transfer from waste forms of
various shapes were given by Chambre’ et al.*»-43_ The steady-state solution for a low-solubility

long-lived species i, assuming constant saturation concentration N*(kg/m’) in the liquid at the

waste surface and assuming that the waste form is surrounded by a porous medium, is

. _BDA
1} ni

(n
where f, : the fractional dissolution rate of species i (1/s),

B :ageometrical factor that can be calculated from the waste form dimensions
(1/m?), (= 3/1* for the spherical waste of radius 1),

D, : the effective diffusion coefficient in pore water (m*/s), and

n, :the concentration of the species i in the waste form (kg/m>).

_.6__
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Here we assume that at any time t the dissolution rate can be approximated by the steady-state
solution, so that the dissolution rate m(t) (kg/s) of silicate component from the spherical waste is
given as

m(t)=f.M(t)=f.n.§m(t)’ = 4xr(t)D, N;* @

where suffix s means silicate component, and M(t) is the mass of silicate component at time t in the
waste glass (kg). Then, the leach time T which is defined as the time interval between the beginning
of dissolution and the completion of dissolution of the waste form is given as follows

Py o | | L
T= R . o

“where p +the waste form density (kg/m’®), and
r, :the initial radius of the spherical waste (m),

and the time dependence of the sphere radius r is

2D an
P

r(t) =

C)

The leaching rate S (t) of radionuclide i from the waste glass is given as the product of the dissolution
rate m(t) of silicate component and the existing ratio R(t), which is given by the Bateman'’s equation,
of the radionuclide in the vitrified waste. - - : '

SM=mOR®) - o - (5)

The leaching rate S(t) of radionuclide i is used as a prescribed nuclide flux at the interface between
the waste form and buffer material. The chain transport equation considering diffusion and
instantaneous linear sorption in the buffer material is

dN, 9'N,
KIB a Dfi a

-AKEN, +A,_KEN, (6)
where K? : the retardation factor of radionuclide i in the bentonite ( - ),

N, :the concentration of radionuclide i in the bentonite porewater (atom/m?),
— 7 -—
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D, : the pore diffusivity (m%s), and
A, : the decay constant of radionuclide i (1/s).

The boundary conditions are respectively

aN,

f.i ax "

—-€D =S§,(t)/S )

at the boundary of the waste form and buffer material, and
N,(L.)=0 | o @®)

at the boundary of the buffer material and rock ( x=L ), where e is the porosity of the buffer material
(-), S is the surface area of the buffer material at the innerside (m?) and L is the thickness of the
buffer material. Prior to the time t =0 the nuclide has zero concentration in the buffer material.
The analytical solution of eq. (6) for given initial and boundary conditions was derived for a three-
member decay chain, to calculate the nuclide fluxes at the boundary of the buffer material and rock,
giving the source term of the geosphere model.

3.1.2 Model-2 (solubility-limit model) _

A finite cylinder of the vitrified waste is approximated by a sphere in this model to obtain
analytical solutions of a decay chain transport in the buffer material. Radionuclide migration through
the buffer material is modeled as a one-dimensional diffusive transport in the spherical coordinates.
The concentration of the radionuclide is assumed to be the solubility-limit of its specific chemical
form on the surface of the waste form, and to be zero at another boundary because the advection is
dominant in the rock region. The release rate of the radionuclide from the buffer material depends
on the diffusive flux through the buffer material.

The diffusive transport equation in the buffer material is given as follows;

oN 19
Kia"a—t" = Dr.i;a_rz'(fNi)"xiK?Ni +Ai—lKiB-lNi-l. 7 %
The boundary conditions are respectively
Ni(Rq.t) =N (1) (10)

on the surface of the spherical waste form (r=R,), and

_.8_
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N,(R,,t)=0 S (11)

at the boundary of the buffer material and rock (r=R,), where R, is the radius of the spherical
waste (m), is the solubility-limit of radionuclide i at time t (kg/m?) and R  is a sum of R, and the
thickness of the buffer material L (m) . The diffusing nuclide has zero initial concentration in the
buffer material. Thé analytical solutions of eq. (9) have been obtained for a three-member decay
chain, and the nuclide fluxes at the boundary of the buffer material and rock are calculated for the
source term of the gcosphere model. In this model, the solublhty-lumt of radionuclide i is given as
a time-dependent vanable soas to correspond the situation where it is ‘appropriate to take account
of the change of chemical environment in the near field, e.g., due to a large scale tectonic events.
 The leachmg time T is determined by assummg that the integration of the nucllde flux from zero to
T with respect to time at the boundary of the waste glass and buffer material is equal to the total

_9_.
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Fig. 4 Conceptual model of the geosphere

inventory of the nuclide in the waste form as shown in Fig. 3. The analytical solution of the nuclide
flux on the surface of the waste form has a term of Dirac 3-function like 8(r-R ), however it will be
neglected by assuming that the integration of the nuclide flux can be done at the neighborhood of
the surface of the waste form.

3.2 Geosphere model

The radioactive wastes will be disposed of into a deep stable rock mass which has no major
fracture as shown in Fig. 4. Accordingly we can assume that the rock mass is homogeneous, while
the scale of a stable rock mass is depend on the specific site, and radionuclide transport in the rock
mass is simulated by a one-dimensional advection and three-dimensional dispersion model. Effect
of the transverse dispersion might be important for a radionuclide source of finite extent. Waste
packages will be emplaced in the waste repository leaving appropriate spaces between the waste
packages. The waste packages in the repository can be treated as an array of point sources because
the size of the waste package is sufficiently small as compared with the size of the rock mass. The
strength of the point source is given by the source term model.

There are several pathways in which radionuclides migrate through the rock mass and transport
to the biosphere. Each pathway is probably composed of several fractured zones, and radionuclide
transport in it can be simulated by the one-dimensional advection and dispersion model. In this
methodology, several pathways to the biosphere can bé taken into account for a simulation of
radionuclide transport.

In this way, the geosphere model in the GSRW is divided into two parts: 1) one-dimensional
advection and three-dimensional dispersion model which describes radionuclide transport around
the repdsitory (homogeneous rock mass), 2) one-dimensional advection and dispersion model which

- 10—
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describes radionuclide transport in the far field (pathway from the rock mass to the biosphere).
Both geosphere models are connected thh each other by a concentration or flux boundary condition
as specifying by input data. ' ‘ '

3.2.1 One-dimensional advection and three-dimensional dispersion model

A uniform one-dimensional flow field is assumed in this model in order to obtain analytical
solutions. We first consider the time-spac.(‘e-dep(:ndent concentration of a radionuclide released
from a point source in an inﬁniie porous medium, with transverse disperéion. Transport of a chain
of decaying solute species is described by the follbwing.equation considering equilibrium sorption.

G 2010 241G 210G G
K?BN D‘a N; +Dya N2l +D, J°N; }vzaNi ~A,KON? |
dgt ox? dy a7z’ d0z
(12)
+A,_KE N2 +8,
D,=ayv, D,=ov, D=0y, | a3

where K¢ : the retardation factor of radionuclide i in the geosphere (-),

~N

N¢ : the concentration of radionuclide i in the groundwater(atomlm’) ,
D, : the dlspersmn coefﬁc1ent along x-dlrectlon (m¥s),

D, : the dispersion coefficient along y-direction (m¥s),

D, :the dispersion coefficient along z-direction (m¥s),

v, :the groundwater velocity (m/s),

S, :the volumetric source term of radionuclide i (atom/m’s),

o, : the dispersion length along x-direction (m),

o, :the dispersion length along y-direction (m), and

o :the dispersion length along z-directipn (m).

The initial and boundary conditions to be solved are
N%(x,y,z,0)=0 forany x,y, z, (14)

NP (200, y,z,t) = NP (x,£00,7,t) = NP (X, y,100,t) = 0 . - (15)

for an infinite medium. Recursive analytical solutions of eq. (12) have been obtained for a decay-
chain by Pigford et al.¢'%, In this model, analytical solutions for the band release of a four-member
decay chain are involved. A release pattern from a point source is obtained by dividing them into
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a series of band releases (this concept does not involve radioactive decay in the source and differs
from that defined by Pigford et al.) with different source strengths as shown in Fig. 5.

Now consider a finite array of such point sources emplaced in the infinite medium. If we
assume that the nuclide flux from an upstream point source has no effect on the release of nuclide
from a downstream point source, the concentration of the array of point sources can be obtained by
the superposition of the analytical solutions. This assumption may give a conservative assessment,
because such the effect causes the decrease of release rate of nuclide from the downstream sources.

3.2.2 One-dimensional advection and dispersion model

This model is solved by two methods : analytical solutions assuming a homogeneous porous
medium, and numerical solutions considering multiple layers. Both methods take account of an
equilibrium sorption and decay chain in addition to the advection and dispersion in the porous
medium. The governing equation in this case is similar to eq. (12), where the dispersion terms for
x and y-directions are neglected. The analytical solutions for the one-dimensional advection and
dispersion model are almost the same as those of eq. (12)"*. The numerical solutions for the one-
dimensional multiple layers are obtained by the ordinary finite-difference method based on the
implicit method.

3.3 Biosphere model

Once radionuclides emerge from the geosphere, they enter into the environment and cause
radiological consequences to the public through a variety of exposure pathways. The long-term
safety assessment for the future generation may require consideration of the alteration in the biosphere
associated with the cycling of ice age 9. Due to the large uncertainty about future environmental
conditions, the basis of model structures for times far into the future should not depend on detailed
environmental features reflecting from a specific site, taking into account that a candidate site for
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HLW disposal is not decided yet in Japan. The basic philosophy adopted in the development of the
GSRW is to evaluate the consequences due to radionuclide release under environmental conditions
not too far differed from those currently and commonly experienced in Japan.

The biosphere model combined with a dosimetry sub-model, which is based on a time-
dependent compartment model, simulates the transport of radionuclides through the biosphere.
The model evaluates the internal doses in a term of the committed dose eqilivalcnt resulting from
both inhalation of contaminated suspended materials and ingestion of contaminated food and drinking
water, and the external doses in a term of the dose equivalent due to the immersion in gamma
radiation fields. As shown in Fig. 6, the exposure pathways assumed here include:

- internal exposure from inhalation of suspended materials,
- internal exposure from ingestion of food (farm products, aquatic products) and drinking water
- external exposure from radionuclides ‘deposited‘oxll the surface.

A dosimetry sub-model evaluates the committed dose eqmvalent (internal exposures) and the
dose equivalent (external exposures) for an individual. In addition, the sub-model calculate
“postulated” population doses (the committed dose equivalent for a population) assuming that the
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annually accumulated radioactivity passing through a vertical section at a certain distance from the
repository is all ingested by a local population. This index would be useful particularly for a case
where a large number of sensitivity analysis are performed to extract the important pathways and
parameters and to identify the relative importance of various barriers involved in a disposal system.

4. SENSITIVITY ANALYSIS METHODOLOGY

The sensitivity and uncertainty anaiysis are essential to identify the important parameters
which dominate the radiological consequence due to the geological disposal. In the past, analytical
methods based on standard statistical method and direct numerical method based on perturbation
method have been used for sensitivity analysis. For large-scale problem treats many parameters,
however, these methods have computational difficulties. Oblow et al."™ (8.09 developed an
automated procedure for sensitivity analysis using computer calculus. The procedure is embodied
in a FORTRAN precompiler called GRESS, which automatically processes computer models adding
derivative-taking to the normal calculated results. We also developed the automated procedure for
performing large-scale sensitivity studies based on the use of computer tools. The procedure is
composed of a FORTRAN precompiler called SANA and a preprocessor called PRESANA. The
major differences of both procedures can be seen at the following points. One is the difference of
computational methods to obtain the derivatives of parameters. GRESS computes the derivatives
analytically, while SANA computes the derivatives using the Differential Algebra (DA) method
which was developed by M. Berz . Differential algebras are related to the theories of nonstandard
analysis, formal power series and automated differentiation. Another difference is an addition of
preprocessor computer tool PRESANA to help the translation of FORTRAN codes. In order to
precompile FORTRAN codes, preprocessing operations are necessary and require not a few man
powers. The reduction of man power is accomplished by the preprocessor PRESANA.

4.1 Differential Algebra method

The DA-method was first applied for the description of beam dynamics. Any order derivatives
of parameters can be obtained by this method according to the power and the memory of computer
system. Parameters related to sensitivity study in a given FORTRAN program are treated as vector
variables ( DA variables ) in the DA-method. Computation of high order (> 2 ) derivatives requires
large memory and “Supercomputing” technique.

A brief description of DA-method is given here with the help of a simple example ( 0-th and
first order derivatives ). Consider the vector space R? of ordered pairs (a,.a,), a,, a, € R in which

an addition and a scalar multiplication are defined in the usual way:

(ag.a,)+(by, b)) =(a, +b,, a2, +b,) (16)
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t-(aza,)=(ta,ta,) : ~ a7

for a,,a,, b,,b, € R. Components a,and b, denote O-th order derivatives ( real part ), and

components a, and b, denote first order derivatives ( differential part ). Besides the above addition
and scalar mulnphcatlon a multlphcatlon and a quotient between vectors are introduced in the

following way:
(86,2, (bg,b,) = g - by, a,-b, +a,-b,) - (18)
(20,2)) _ 2 3 _0___ fb, F '
L EA #0
(by.by) ( b2 ) (l ) | (19)

As an example, consider the following function:

1
f= x+1/x 20)
The derivative of the function is .
l‘/x2 -1 '
f(x)=——=
(x) AU | @n

Suppose we are interested in the value of the function and its derivative at x=2 - We obtain '

_2 3 o - _
fQ=5, f@=-—2. | o (22)

Now take the definition of the function f in the equation (20) and evaluate it at (2 1. Because the
function f is composed of the basic functlon X ,and its derivative at x—2 1s 1. We obtain:

P 1

fl(2.D]= =
@D +(1,0)/2,1) (2 D+1/2,-1/4)
_ 1 =(2/5.- 25 . o L o
(5/2 3/4) (23)
3
(5’ 25) o

As we can see, after the evaluation of the function that the first component is just the value of the
function at x=2 , whereas the second component is the derivative of the function at x=2 . Fora
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function including higher order derivatives, the derivatives of the function are obtained in a similar
way.

42 SANA Precompiler and PRESANA Preprocessor

We assume that a FORTRAN program is computing a vector quannty F. This vector quantity
will depend on a set of input parameters denoted by p. The basic problem in any sensitivity study is
to find the rate of change ( dF/dp ) in the result F arising from changes in input model parameters
p. The output of the program will be calculated by the rules of arithmetics, FORTRAN intrinsic
functions and/or user subroutines. Therefore, if the FORTRAN program and intrinsic functions are
expressed in the rules of arithmetics defined by the Differential Algebra, we can compute the
derivatives of F about p. The purpose of the SANA precompiler is to help us writing such FORTRAN
program. The SANA code reads the FORTRAN source code text, and replaces any differentiable
operation by an operation involving the computation of the original quantity and the derivatives of
that quantity with respect to the chosen independent parameters p. In practice this is achieved by
replacing the original FORTRAN statement by a series of CALL statements to DA-library. The
DA-library is composed of the subroutines and the FORTRAN intrinsic functions which perform
various DA operations. It is necessary to precompile the FORTRAN code by the SANA code that
user assigns the names and the array sizes of DA variables and DA statements need DA operations
in the original FORTRAN source. This work could be done by the preprocessor PRESANA. The
following preprocessing works are sequentially performed by the PRESANA code:
- translation of logical IF statement to block IF statement search of the main program
- preservation of information about the variables appeared in the subroutines
- preservation of COMMON information '
- pursuit how the DA variables propagate in the original FORTRAN program
- pick up non-DA variables need not differentiation (defined as RI variables ; scalar variables )
- various checking work about type, variables and statement preparation of main program for the

DA-program ( sensitivity analysis program )
- generate DA-commands specifying the names and the array size of DA and RI variables,
and remove type statements and array declarators of DA variables in the original program

- generate DA-commands in the assignment statements including the DA variables
- convert the DA variables appeared in the WRITE and IF statements to the RI variables
- specification of input parameters for sensitivity analysis
- specification of output variables for sensitivity analysis

4.3 Verification of DA-method

As an actual example of this process, consider a small program shown in Fig. 7. This simple
FORTRAN program calculates the following function
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*PRE-NO-NV NO=1, NvV=2
PROGRAM MAINP
CIMPLICIT DOUBLE PRECISION(A—H 0-2)
COMMON /AAA/ AA
_ DIMENSION BB1 (105 BB2(10); CC1(10)
. READ(5, *) AA10, AA2, AA30

~ *PRE-INPUT 1" AA1=AAT0 * INPUT PARAMETER AAT’
*PRE-INPUT 2 AA3=AA30 ’ INPUT PARAMETER AA3’

DO 100 I=1,10
BB1€I§ I*AAT + AA3
- BB2(1)=1*AA2
100 CONTINUE
~ CALL CALC(BB1,BB2,CC1)
DO 200 I=1,10

“*PRE—OUTPUT(G) CC1(1) *RESULT CC1 (%)’

200 CONTINUE
STOP
END

SUBROUTINE CALC (XX, YY,ZZ)
IMPLICIT DOUBLE PRECISION(A—H 0-2)

" COMMON /AAA/ AA
DIMENSION )0((10) YY(IO) 22(10),w¥(10)
DO 100 1=1,10
WW(I)—XX(I)*XX(I)
IF (WW(1) .GT. 100.D0) Ww(i)=100.D0
ZZ(I)-VM(I)+SIN(YY(I))*AA2

100 CONTINUE

RETURN
END

<4—— assign No. of DA-parameters (NV)
and degree of derivative (NO)

< assign input parameters
for sensitivity analysis

<4+— "asslgn' output parameter

Fig. 7 Program list of example FORTRAN code
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"‘PRE-—NO—NV NO=1, NvV=2
UAIN PROGRAM OF D
IMPLICIT DOUBLE PRECISION(A—-H.O—Z)
INTEGER NODA, NVDA
COMMON /DATFLG/ DATFLG
INTEGER DATFLG
COMMON /DANONV/ NODA, NVDA
DATFLG = 0
NODA = 1

NWA = 2

CALL DAINI( NODA, NVDA, 1)

CALL DAINIT

CALL MAINP

STOP

END

SUBROUTINE DAINIT

IMPLICIT DOUBLE PRECISION(A-H,0-Z)
INTEGER NODA, NVDA

6RE V/ NODA, NVDA

CISION AA2’
COMHON/AAA/AM AA2

¥SAN B D ;

*SAN D V DA COM AA1 NODA NVDA ;

*SAN ED ;
IF_(DATFLG.EQ.1) WRITE(6,"' (A)") '*START DAINIT’
RETURN

END
SUBROUTINE MAINP
IMPLICIT DOUBLE PRECISION(A-H,0-Z)
COMMON /AAA/ AA1, AA2
DIMENS|ON BBZ?O?

» DIMENSION BB1 1gvbg32(10).cc1 (10)

COMMON /DANONV/ NODA, NVDA

*SAN BD ;

*SAN D V DA EXT AA1 NODA NVDA ;

*SAN DV IN INT | ;

*SAN D V DA INT BB1 NODA NVDA 10 ;

*SAN D V DA INT AA3 NODA NVDA ;

*SAN DVDAINTCCINODANVDAIO:

*SAN ED ;
IF (DATFLG.EQ.1) WRITE(6,’ (A)*) **START MAINP ’
READ (5, *) AA10, AA2, AA30
CALL DAVAR( AA1, AA10, 1)

*PRE-INPUT 1 AA1=AA10"’ INPUT PARAMETER AAY’
CALL DAVAR( AA3, AA30, 2)

*PRE-INPUT 2 AA3=AA30 '’ INPUT PARAMETER AA3’
DO 100 1=1,10

100 CONTINUE
CALL CALC(BBI BB2,CC1)
DO 200 I=1,10
WRITE( 6, * ) ’* RESULT CC1(#)’
CALL DAPRI ( CCI( ), 6)
*PRE-QUTPUT (6) CC1(I) *RESULT CC1(#)’
200 CONTINUE
RETURN
. STOP
c END
SUBROUTINE CALC (XX, YY,ZZ)
IMPLICIT DOUBLE PRECISION(A—H,0-2)
COMMON /AAA/ AAY, AA2
DIMENSION YY(10)
* DIMENSION XX(IO) YY(10),2Z(10) ,wW(10)
INTEGER NODA, NVDA

COMMON /DATFLG/ DATFLG
INTEGER DATFLG

COUMON /DANONV/ NODA, NVDA
*SAN BD ;
*SAN D V DA EXT AA1 NODA NVDA ;
*SAN D V RE EXT :
*SAN D V DA EXT XX NODA NVDA 10 :
*SAN D V RE EXT YY 10 :
*SAN D V DA EXT ZZ NODA NVDA 10 :
“SAN DV ININT | ;
“SAN D V DA INT WW NODA NVDA 10 ;
*SAN ED ;
IF (DATFLG.EQ.1) WRITE(6.’ (A)') **START CALC '
DO 100 I=1,10
DA WW(D=XX (1) *XX(1) :
* Wi (1) =20 (1) =X (1)
IF (DARE (WW(1)). GT. 100.D0) THEN
» IFC wW(1).GT.100.D0 ) THEN
*DA  wW(1)=100.D0 :
* Wi (1)=100.D0
ENDIF
IF (WW(1) .GT. 100.D0) WW(1)=100.D0
DA ZZ(1)WW(1)+SINCYY(1))*AA2 ;
» ZZC)=WN (D) +SINCYY (1)) *AA2
100 CONTINUE
RETURN
END

Fig. 8 Program list of Pre-DA code generated by the PRESANA code
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Tablel The results of sensitivity analysis code generated by the DA-method

x=1, y=2, z=0.2

i f.(x,y,2) of, fox df, /3y
1 .9040D+01 .6000D+01 -.6000D+01
2 .1608D+02 .1600D+02 .8000D+01
3 .2511D+02 .3000D+02 .1000D+02
4 .3614D+02 .4800D+02 .1200D+02
5 4917D+02 | - .7000D+02 .1400D+02
6 6419D+02 .9600D+02 .1600D+02
7 .8120D+02 .1260D+03 . .1800D+02
8 .1002D+03 .1600D+03 .2000D+02
9 .1002D+03 .0000D+00 .0000D+00
10 .1002D+03 .0000D+00 .00000+00

for (ix+y)’ <100
100 + z - sin(iz) for (ix+y)’>100

f(x,y,z)= {(ix +y)* +z-sin(iz)

(24)
for integer i=1~10 and arbitrary input values of x (AAI), y (AA3) and z (AA2). In this source
program, information to be necessary for the PRESANA code is given by the statement typed
“*PRE’ in the first 4 columns. This information contains specifications of input and output parameters
for sensitivity analysis. In this case, parameters AALl and AA3 are chosen as the input parameters,
and CC1() (f,) is the output parameter. Output list of the PRESANA code is shown in Fig. 8. In
this output list, the statements typed ‘*SAN’ in the first 4 columns specify the names and the array
sizes of DA and RI variables. The statements typed ‘*DA’ in the first 3 columns mean that these
statements include the DA operations. The target DA program ( sensitivity analysis code ) is obtained
by precompiling this source program using the SANA code. All these procedures are illustrated in
Fig. 9.

The results of the sensitivity analysis code generated from these procedures are shown in
Table 1. The derivative values obtained from the DA-method coincide with the exact solution of
of, /ox and df, /dy. Especially, zero sensitivities are correctly calculated for . This confirms that

the present automated method for the sensitivity analysis has enough accuracies and applicabilities.
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FORTRAN
code

PRESANA | Preprocessing

DA-information

SANA Compiling

DA code Sensitivity code

Model run DA-library

Fig. 9 Flow chart of the DA-method
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5. BASIC ASSUMPTIONS AND INPUT DATA

“This assessment of the potential radiological c_onéequen‘ces of geologic diSpQSal of HLW is
based on a generic approach rather than site specific one, reflecting from the current situation
mentioned above. However, it might be required to define the disposal system to some extent so as
to enable the analysis of the transport of radionuclides in geologic formations and the biosphere
following entry of groundwater into a reposrtory and the release of them to the surrounding strata.
A crystalline bedrock is now considered to be one of potential geologlc strata for geologrc disposal
of HLW in Japan. We thus assume that a repository will be constructed in a deep and stable granite
bedrock at one of depths ranging from 500 m to 1000 m. The main feature of a disposal system
postulated here is a multi-barrier concept involving a container/over pack surrounded with a bentonite
buffer to reduce water flow rate around the container. High-level radioactive wastes are, before
disposal, stored for 30.- 50 'years with the purpose of decreasing the heat generatron rate to an
acceptable level. Accordmg to the disposal concept proposed by the PNC, a waste container is
further encapsulated in a carbon steel over-pack with a thickness of 30 ¢m, in order to protect the
waste from coming into contact with groundwater over at least 1000 years. Durmg this period, a
large portion of heat generating radionuclides might be decayed out into rnsrgmﬁcant levels.
Consequently, the effect of thermal load to the migration of radionuclides, i.e., a buoyancy effect,
will be negligible at the time initiating the migration. This study does not deal with the coupled
thermo-hydro-mechani(:al analysis, because it requires detailed site specific data.

5.1 Inventory and source term- _

By the end of 1993, there were 46 nuclear power plants in operation at 17 sites in Japan,
holding a total electrical capacity of ca. 37,000 MWe. Almost all of the plants are the light water
type, including 24 BWR and 20 PWR. All the spent nuclear fuels leaving the plants will be
reprocessed to recover fissile Pu and U. This assessment uses the following assumptions to calculate
the inventory of radionuclides in HLW: ' o
- the spent fuels from BWR are only taken into account,

- the fuel contains 3% of fissile 2°U, ‘

- the burnup of the fuel is 27,500‘MWD/MTU , and the specific power is 25.9 MW/MTU,

- the irradiation time is 5 years,

- the vitrified waste production is 0.12 mMTU, and

- the transfer rate of U, Pu and I from the fuel into the vitrified waste is equally 1%.

Several studies reported different values of the transfer rates of U and Pu ( PAGIS"'®, PNC™,
NAGRA® etc.) from each other, reflecting from the fact that the rate depends ona design and an
operation expeﬁence of the reprocessing plant. This study, therefore, used the normalized transfer
rate (1%) for U and Pu, which is considered to be enough conservative. This approach also may
enable the conversion of the results of the analysis to those corresponding to the realistic case.

Here, the vitrified waste is assumed to contain '*°I which is one of the most hazardous nuclides
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Table 2 The calculated inventory of major radionuclides in 0.16 m* HLW glass

Nuclide No. of atoms Activities (Bq)
Se-79 4.9682E+22 1.678E+10
Zr-93 5.2852E+24 7.732E+10
Nb-94 5.0859E+18 . 5.582E+6
Tc-99 5.3363E+24 5.525E+11
Pd-107 - 1.2451E+24 3.904E+9
Sn-126 1.3365E+23 1.467E+10
I-129 9.0080E+21 1.236E+7
Cs-135 1.9418E+24 2.030E+10
Ct-252 8.0224E+4 6.670E-4
Cm-248 3.2465E+16 2,096E+3
Pu-244 3.2611E+17 8.729E+1
Pu-240 8.7480E+22 2.927E+11
Np-236 7.5536E+17 1.382E+5
U-236 1.3268E+23 1.245E+8
Th-232 6.2262E+18 9.762E+0

[ Cm-245 1.0754E+21 2.777E+9
Pu-241 1.8249E+18 2.782E+9
Am-241 1.7035E+23 ~ 8.655E+12
U-237 1.6306E+15 1.935E+9
Np-237 1.8478E+24 1.895E+10
Pa-233 6.9579E+11 2.067E+5
U-233 5.1606E+20 7.124E+7
Th-229 1.0186E+18 3.063E+6
Cm-250 8.5196E+7 2.527E-4
Cm-246 9.5383E+19 4.380E+8
Am-242m 1.5168E+19 2.361E+9
Am-242 1.9686E+14 2.361E+9
Pu-242 1.2390E+22 7.233E+8
U-238 3.2052E+25 1.574E+8
Cm-242 1.4962E+14 7.363E+6
Pu-238 1.1590E+18 2.901E+8
U-234 3.2490E+21 2.911E+8
Th-230 8.2069E+18 2.389E+6
Ra-226 3.0435E+16 4.175E+5
Cm-247 8.1976E+17 1.139E+3

| Am-243 1.4915E+23 4.442E+11
Np-239 5.8312E+2 1.991E-3
Pu-239 1.7080E+23 1.556E+11
U-235 3.2307E+23 1.007E+7
Pa-231 3.9786E+17 2.662E+5
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Ground' surface

~— Regional

w==e== Local

" Fig. 10 Location of a potential HLW repository and fractured zones

from a radiological point of view, although a large portion of radioactive iodines in the spent fuel
will be release as a gaseous state at the process dissolving the fuel during reprocessing. This
assumption also permits the evaluation of radiological consequences due to the case where I
removed from off-gases during reprocessing is packaged as a solid and disposed in the same
repository. The inventory of radionuclides in HLW was calculated by using ORIGEN2 and I/F
codes based on the assumptions mentioned above. This approach assumes that all the waste is
generated simultaneously, whereas it would be prbduced over several decades. This simplification,
however, will have an insignificant effect on the results of the assessment, taking into account of
the time scale involved in the assessment. The calculated inventory of radionuclides in 0.16 m?
waste glass in one container is listed in Table 2. The assessment made here, however, dealt with
long-lived radionuclides that might have radiological significance in the long-term safety analysis.
The source term, i.e., the fluxes of radionuclides released from the waste glass into groundwater
at the interface between the buffer material and the surrounding rock, was calculated using Model-
2 (solubility-limit model), while only for I and '*Cs, Model-1 (congruent dissolution model)
was used because of their relatively high solubilities. This calculation assumes for simplification
that the release of radionuclides initiates 1000 years after the closure of the 'repdsitory, according
to the disposal system concept proposed by the PNC™, However, this assumption does not mean
that there is not entry of gtoundwater into the repository, but implies only that no signiﬁcant leaching
of the waste glass takes place until this time. |
The thickness of the buffer material is assumed to be 0.5 m as a standard value, and it is
subjected to sensiiivity analyses by varying the value fanging from 0.1 mto 1.5 m. The diffusion
coefficient in the buffer material is assum_éd to be 1 x 10 m¥s regardless of kinds of nuclides,
taking into account of the reported Values"‘”, and the porosity of the buffer is 0.3. The solubility
and retardation factor used here will be diécuSsed in thev following section (5.3 Geochemistry).
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Table 3 The hydraulic conductivity and porosity of granite in Japan

rock type hydraulic conductivity (m/s) porosity ()

fractured zone- 1E-7 ~ 1E-6 1 01~025

rock mass ‘ 1E-12 ~ 1E-9 -] 0.003 ~0.05

5.2 Hydrology

The rock is described in terms of two major hydraulic units; fractured zones and rock mass.
The fractured zones are classified into regional fractured zones and local fractured zones. It might
be reasonable to assume that the repository is constructed in a stable rock mass surrounded by local
fracture zones which further connect with regional fracture zones, as shown in Fig. 10, in order to
avoid the occurrence of a short circuit of groundwater from the repository to the biosphere. In
principle, flow paths from the repository to the biosphere should be identified by detailed groundwater
flow analyses based on characterization data of a specific site to be analyzed. This kind of analyses
give a groundwater flow vector and a possible migration length in a geologic system, and require
extensive site specific data which are still beyond the current data availability in Japan.

This report assumes a typical hydraulic condition of the geologic system in Japan. However,
very little is known about the hydrology of deep geologic system. In view of the lack of information
and also the uncertainties about present and future hydrology, the approach used in this analysis is
to consider the variability of major model parameters concerned with the hydrology. The groundwater
flow velocity v (real velocity, m/s) is given as follows;

v=X; 24
Iy (24)

where k : hydraulic conductivity (m/s),

¢ : flow porosity (-),

I: hydraulic gradient (-).
The hydraulic conductivity and porosity of granite in Japan are shown in Table 3 @, Although the
hydraulic gradient depends on a specific hydrological system to be analyzed, we assume here the
value of 0.01 taking account of the value (0.005) used by SKI®, because the repository will be
constructed in a region of low hydraulic gradient. The groundwater flow velocity is correspondingly
in the rage 0.00006 to 0.1 m/y in the rock mass, and in the rage 0.1 to 3 m/y in the fractured zones
regardless of local and regional fractures. This analysis uses 0.1 and 1 m/y as the conservative flow
velocity in the rock mass and the fractured zones, respectively. The migration length of radionuclides
from the repository to the biosphere depends on site specific geological situations. This study
arbitrarily assumes that the migration length in the homogeneous rock mass is in the range from
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Table 4 Elemental solubility limits in the reducing conditions

Solubility Limits {(mol/¢)
Element
o Realistic | Conservative |
Se | S8E-8 1E-7
Sz - 1E-10 | 1E-9
Nb* | 1E-9 1E-5
Tc - 2E-9 1E-6
Pd * 2E-7 - 2E-6 .
Sn T1E-1 T1E9
I | X X
Cs X X
Th 2E-9 2E-8
Pa | 2E-8 - 1E-5
U ' 4E-8 - 1E-5
Np 4E-9 4E-9
~Pu - 4E-8 3E-5 .
: "X :congruent leaching
Am 4E-7 - 1E-3 * .SKB91 :
Si0, 5E-4 5E-4 | * :PSI-Besicht Nr. 74

100 to 500 m, depending on possible scales of a stable rock mass, and thus the length is subjected
to the sensitivity analysis. The migration length in the fractured zones depends on fracture networks
- of a specific geological formation to be analyzed, and is thus rather complicated to assume a
typical value. However, the preliminary sensitivity analysis which used the same conditions
described in this report clearly showed that the consequence depended insignificantly on this
parameter. The length is therefore rather arbitrarily assumed to be 1000 m. »

53 Gedchemistry
: The geochemistry of geologic environment, especially chemical and electrochemical
_cha'ractéristics of deep groundwater, governs the behavior of radionuclides, i.e., dissolution -
precipitation equilibrium, sorption-desorption equilibrium, and so on, which determines the release
of radionuclides from the waste glass and the migration of radionuclides in geologic formations.
Groundwater in deep geologic formations is characterized by a specific electrochemical condition,
i.e.., areducing condition, because of a relatively low oxygen concentration, and also by a chemical

— 25 —



Table 5 Distribution coefficients for bentonite and granite

Kd-values (m3/kg)

Element Buf.fer mateﬁgl Granite [l.lomogenc.o.us-rock] Grapi'te. [fractuw(.l-zone]
(reducing conditions) (reducing conditions) (oxidising conditions)
Realistic | Conservative | Realistic | Conservative | Realistic | Conservative
Se 0.01 0.01 0.001 0.001 0.001 0.001
Zr 0.1 0.02 4 0.1 4 0.1
Nb 0.1 0.02 4 0.1 4 0.1
Te 0.05 0 0.005 0 0.0002 0
Pd 0.01 0.002 0.01 0.002 0.005 0.001
Sn 0.1 0.01 0.01 0.001 0.01 0.001
| 0 0 0 0 0 0
Cs 0.02 0.002 0.05 0.005 0.05 0.005
Ra - - 0.1 0.005 0.1 0.005
Ac : : - - 0.5 0.01
Th 1 0.002 5 0.01 5 0.01
Pa - - 0.1 0.01 0.01 0.001
U 0.2 0.1 5 0.01 0.01 0.002
Np 1 0.1 5 0.1 0.01 0.001
Pu 1.5 0.1 5 0.5 3 1
Am 2 0.25 5 0.5 5 0.5
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Table 6 Assumed porosities and densities of the buffer material and granite rock

material/rock porosity (-) | density (kg/m3)

Bufier - 03 1500

Granite - , ,
(homogeneous) 0.03 2300

Granite 0.1 o 2000

* (fractured zone)

nature, i.e., it involves various kinds of co-existing ions equilibrated with chemical components of
the formations in groundwater. The chemical equilibrium which determines the solubility and the
sorption behavior of radionuclides is dominated by these characteristics mentioned above which
are highly site specific in nature. ‘

The solubility, to be used in this analysis, of radionuclides in natural groundwater is somewhat
different from that measured in a solution prepared in a laboratory, because in natural groundwater
the dissolution-precipitation process involves complex multicomponent chemical reactions. In
order to obtain the solubility of a specific element in a specific geological environment, therefore,
it is necessary to use a thermo-chemical computer code such as EQ3/6 @ PHREEQE ™ and so on.
As mentioned before, taking into account of the lack of site specific scientific basis concerned upon
which computations are implemented, we used the solubility data, as shown in Table 4, citing
from the SKI report® and other sources (SKB"’ and PSI®¥ reports) for the elements Nb, Pd and Si
which are not appeared in the SKI report. The values of the distribution coefficient for granite
(homogeneous xfock and fractured zones) and bentonite are also cited from the SKI and SKB reports
as shown in Table 5. At the oxidizing conditions, Pa tends to form oxyacids which may be unfavorable
to adsorb onto granite®”, especially for the case of chemical adsorption mechanisms. This study
therefore used lower Kd values for Pa at the oxidizing condition than those appeared in the SKI
report which used the same value for Pa at both reducing and oxidizing conditions. In these tables,
the word “realistic” value means reference one and “conservative” value implies the upper bound®.
Table 6 shows assumed porosities and densities of the buffer material and granite rock used for the
estimation of the retardation factors @9, These values are relatively conservative comparing with
other reports (SKI, SKB and PNC).
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6. SENSITIVITY ANALYSIS

We applied the automated sensitivity analysis methodology (DA-method) to GSRW code to
identify the relative importance of parameters which have the possibility to dominate radiological
consequences due to geologic disposal of HLW, and to clarify the time-dependent sensitivity behavior
of a specific parameter. The analysis was made on one of radiologically important TRU elements
(*Np decay chain involving **U and ***Th), and that of fission products ('**Cs), separately. This
intends to clarify the difference in sensitivity behavior of Model-1 which is used for '*Cs and
Model-2 which is used for *'Np decay chain, and also to see the release and transport behaviors of
the decay chain of 2*'Np in engineered and natural barriers.

Figure 11 shows the conceptualized disposal system assumed here for the sensitivity analysis.
The migration length in a homogeneous rock surrounding a disposal facility was assumed arbitrarily
to be 300 m, and that in a fractured zone connecting to surface water bodies was 1000 m. Abeline
et al. estimated Peclet-numbers (= migration length / dispersion length ) of advection-dispersion
model to be in a range of 1 to 6 so as to fit measured breakthrough curves obtained by Stripa 3-D
Migration experiment @”. Therefore, the longitudinal dispersion length in the homogeneous rock
and the dispersion length in the fractured zone-is assumed to be 1/10 of the migration length
conservatively, and the transverse dispersion length in the homogeneous rock to be 1/50. The facility
was simulated by a simple vertical array of 16 point sources as shown in Fig. 11, each of which
involves 3 containers, only to examine the effect of distance between waste packages on the

Homogeneous rock

: /] Migration length
[ 300 m—> 1000 m

1D-pipe X
(fractured zone) w
z

Groundwater flow

10m /g’? 10 layers
: 4
il
|
o j’;é\ 180,
& j’ waste package 20?::& TPy 1,
é (3 containers) -J o
20m m
Conceptualized disposal system N _
for the Sensitivity Analysis Reference disposal system for the Safety Analysis
(Total 48 containers) (Total 12000 containers)

Fig. 11 Conceptualized disposal system for the sensitivity analysis and reference disposal
system for the safety analysis
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concentration of the nuclides at an outlet boundary of the geosphere. This simple array used here
also permits the reduction in computation time.

The concentration of each nuclide at the outlet boundary of the geosphere was chosen as a
performance measure in this analysis. The sensitivity of the concentration thus calculated to a
specific input parameter is expressed in term of a normalized sensitivity coefficient defined by the
ratio of the percent change in the concentration to that in the input parameter value, as a function of
time. The following parameters were selected for the sensitivity analysis, based on preliminary
analyses: ' '

[Source term model]

- solubility of element i (N{™)

- thickness of the buffer material (L)
- density of the waste form (p)

- retardation factor of nuclldes in the buffer material (KB)
- diffusion coefficient of nuclide i in the buffer material (Dm)

- radius of the waste form ( R,)

[Geosphere model] ‘

- distance between point sources in the x and y directions (Ax and Ay)
- dispersion lengths of the homogeneous rock (o, @, o)

- groundwater velocity in the homogeneous rock (v,)

- retardation factor of nuclide i in the homogeneous rock (K (i) )

- migration length in the homogeneous rock (L,)
- dispersion length in the fractured zone (o)
- groundwater velocity in the fractured zone (v,)

- retardation factor of nuclide in the fractured zone (KS(i) )

- migration length in the fractured zone (L))

6.1 Sensitivity behavior of source term model

Figure 12 shows the time-dependent concentration profile of 135Cs at the outlet boundary of
the geosphere and sensitivity coefficients of parameters, i.e., the diffusion coefficient and the
retardation factor of cesium in the buffer material (the transport of cesium in the buffer material),
the thickness of the buffer material, the density of the waste form, the effective diffusion coefficient
and solubility of SiO, (the release of Cs from the waste form). A posmve value of the sensitivity
coefficient means that the concentration of a nuclide increases in proportion to the increment of the
corresponding parameter, and vice verse for a riegative value. The sensitivity patterns of the effective
diffusion coefficient and the solubility of SiO, are completely identical to each other, and are exactly
contrary to that of the density of the waste form. ‘These sensitivity behaviors reasonably coincides
with those expected from the mathematical model of congruent leaching (Model-1). The parameters

- 29 J—



JAERI-Research 94-028

-1.5

— -1

(<]

E %

g 0.5 +
, £
= [

3 050
S B i
O KCs [
1E-3 ; - -1
thf time where SiO | [
1E-4 beingspentout_ | I.45
OE+0 5E+5 1E+6 2E+6 2E+6

Time (y)

Fig. 12 Time-dependent concentration profile of **Cs at the outlet boundary of the geosphere
and sensitivity coefficients of parameters (Model-1)
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Fig. 13 Time-dependent concentration profile of ’Np at the outlet boundary of the geosphere
and sensitivity coefficients of parameters (Model-2)
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related to the buffer, i.e., the diffusion coefficient (Cs), the retardation factor and the thickness,
have a high sensitivity dnly at the early periodA of time giving an extremely low concentration of
133Cs, and an insignificant sensitivity at the time appearing the peak concentration of the nuclide.
This means that in the case of Model-1, these parameters do not significantly affect the peak
concentration of '**Cs, while slightly alter the time appearing the peak concentration. On the contrary,
the parameters which control the release rate of a nuclide from the waste form, i.e., the density of
the waste form, and the effective diffusion coefficient and the solubility of SiO,, have a relatively
high sensitivity coefficient during periods of the time reaching the pezik concentration. After the
spent out of SiO, in the waste form, the factor turns to reverse sign values, indicating that, e.g., in
the case of the sensitivity factor having positive vales initially, the faster the release rate of the
nuclide, the lower the concentration of the nuclide at the longer time, especially after the time
giving peak concentration. ‘

Figure 13 shows the time-dependent concentration profile of 2’Np at the outlet boundary of
the geosphere and sensitivity coefficients of parameter, i.e., the diffusion coefficient and the
retardation factor of ’Np in the buffer material, the thickness of the buffer material, the radius of
" the waste form, and the solubility of 2*’Np. Both parameters, the radius of waste form and the
solubility of *’Np, hold constant and positive sensitivities as long as 23’Np is being released from
the waste form, indicating that the release flux of »*'Np is directly proportional to the solubility and
the radius. The three parameters, the diffusion coefficient, the retardation factor and the thickness
of the buffer, give a high sensitivity at initial periods of time, suggesting that these parameters
shorten or lengthen the arrival time of 2*’Np plume in a larger magnitude than the radius of the
waste form and the solubility. The sensitivity of all parameters tested here reaches zero at the same
point of time where a postulated stable Np without decay will give the peak concentration, while
the realistic peak concentration of ’Np shifts to a shorter time because of radioactive decay. The
interval between the times appearing a zero sensitivity at about 2.5 x 10” y and giving an inflection
point at about 1.5 x 107 y may correspond to the travel time of »*’Np from the source to the outlet of
the geosphere. :

The comparison of Figs. 12 and 13 shows that the sensitivity of the thickness of the buffer is
much larger in the Model-2 simulation than that of Model-1. This might be ascribed to the difference
in the boundary conditions used in solving the diffusion equations in the both models. As described
before, Model-1 assumes that zero concentration of the nuclide is prescribed at the infinite spherical
surface, and uses the flux boundary condition at the interface between the waste form and the
buffer. On the contrary, Model-2 assumes zero concentration at the outer boundary of the buffer,
and uses the concentration (solubility) boundary condition at the interface between the waste form
and the buffer. Therefore, the release flux of the nuclide from the waste form more strongly depends
on the thickness of the buffer in the Model-2 simulation. This difference in the concéptualizations
adopted in Model-1 and Model-2 might be clearly reflected in the sensitivity behaviors observed in
Figs. 12 and 13. ' :
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Model-2 (solubility control) has the difficulty in dealing with nuclides, e.g., '*I and Cs,
having higher solubilities than that of glass matrix, because all inventories of these nuclides are
instantaneously released from the waste form, and gives unreasonably high concentrations at the
boundary between the waste form and the buffer. It might be therefore said that the conceptualization
adopted in this model is clearly reasonable only for nuclides having low solubilities. On the contrary,
Model-1 (congruent dissolution) assumes that radionuclides incorporated in the waste form are
released at the same rate as that of glass matrix, and then holds the difficulty in estimating the
release flux of nuclides having significantly lower solubilities than that of glass matrix. The basic
assumption used in Model-1 is therefore not rationalized especially for such the nuclides giving
unreasonably high release fluxes.

Figure 14 shows the time-dependent concentration profiles of *’Np, 2*U and ***Th at the
outlet boundary of the geosphere, and sensitivity coefficients of the thickness of buffer material.
The concentration profiles of 2*U and ?*°Th, the daughters of 2*’Np, consists of two breakthrough
curves: one is due to those decayed from the parent in the buffer and they migrate faster than the
parent in both the buffer and the geosphere, and other is caused by those decayed from the parent
during the migration in the geosphere (transient equilibrium). This might be reflected in the apparent
discontinuity (non-differentiability) observed in the sensitivity curves of the daughters at the point
intersecting the two breakthrough curves. This discontinuity might be due to rapid decreases of
the concentrations in the first breakthrough curves of the daughters.
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The effects of parameters on the performance measure of the disposal system, i.e., the
concentration at the outlet of the geosphere, are correlated to each others. In order to examine the
multi-parametric effects on the sensitivities, at the peak concentration of *’Np, of the diffusion
coefficient in the buffer (and also the solubility of ™Np) and the thickness of the buffer were
analyzed by changing the values of the thickness of the buffer and the solubility of 2*’Np, as shown
in Figs. 15a and 15b in a three-dimensional forni, respectively. Here, it should be note that the
sensitivity analysis method used in this report has a concept of, e.g., the sensitivity of the solubility
to the peak concentration as a function of the solubility. The sensitivity behavior of the solubility
is identical to that of the diffusion coefficient at the peak concentration, and then is shown in the
same surface (sensitivity surface) in Fig. 15a, as also is observed in Fig. 13. In a region of high
solubilities, both the diffusion coefficient and the solubility hav¢ reiatively low sensitivities to the
peak concentration, while they increase with decreés‘ing‘ of the solubility. The sensitivity of the
thickness of the buffer, as shown in Fig. 15b, is significant in a région of low thickness and low
solubility. This suggests from a'radiological pfotection aspect that the thickness of buffer may be
optimized to be greater than at least 0.5 m, because a significant improvement may be expected of
the ability of engineered barriers reducing the peak concentration at the outlet of the geosphere. In.
addition to this view, one may consider, in optimizing the thickness of buffer, geochemical and
mechanical stability of the buffer to realize an adequate hydraulic conditiori, i.e., a low hydraulic
conductivity, around the waste package.

6.2 Sensitivity of the geosphere model ‘ .

The geosphere models used here consists of two parts corresponding to the structure of the
geosphere assumed here: one (named 3D model hereinafter) ‘which is based on a mass transport
equation with one-dimensional advection aiid three-dimensional dispersion deals with a
homogeneous rock mass surrounding the repository, and other (called 1D model hereinafter) analyzes
the transport of radionuclides in a fractured zone donnecting with the biosphere assuming one-
dimensional advection and dispersion. 7

Figure 16a shows for 3D models the time-dependent concentration profile of 2’Np at the
outlet boundary of the geosphere and sensitivity coefficients of parameter, i.c., the dispétsion lengths
(o, o and @), the retardation factor, the migration length, the water velocity in the homogeneous
rock, and the distances between the waste packages (Ax and Ay). The transverse dispersion lengths
(o, and o) and the.distances between the .packages have relatively insignificant sensitivities to the
concentration of 2’Np under the conditions used in this analysis, while other parameters, the water
velocity, the longitudinal dispersioﬁ length (a), the retardation factor and the migration length,
show significant sensitivities. Sensitivity behaviors of these important parameters for the daughters
are given in Fig. 16b and 16c¢, respectively. The discontinuity in the sensitivity curve is also observed
for all the parameters analyzed here, corresponding to that the concentration profile consists of two
different breakthrough curves, as seen in Fig. 14 for the source term model (Model-2). Except for
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the retardation factors of **Th, the sensitivity behaviors of the other parameters are completely
identical between the daughters. The retardation factor of **?Np shows a lower sensitivity than
those of ***U at an early period of time, reflecting from that the daughters produced from the parent
during the transport in the buffer migrate in the homogeneous rock faster than the parent, and then
control the increasing behavior of the concentrations of the daughters at the outlet of the geosphere.
After the time giving the peak concentration, the retardation factor of *’Np tends to be dominant
among the factors to determine the concentration profile, suggesting that the decrease tendency in
the concentration is governed by the parent having a longer half life and a lower retardation factor
than the daughters. The retardation factor of 2*Th has no effect on its concentration profile because
of its shorter half-life than the other nuclides and the travel time in the homogeneous rock. The
sensitivity of the parameters tested here at an early period of time for 3D model follows the order;
migration length, water velocity, retardation factor, longitudinal dispersion length.

The sensitivity coefficients are shown in Figs. 17a, 17b and 17¢ for the parameters involved
in 1D model (for fractured zone), i.e., the dispersion length, the migration length, the water velocity
and the retardation factors, together with the concentration profiles *’Np, 2°U and **Th, respectively.
It might be said through the comparison of Figs. 12, 13, 14, 16a, 16b and 16¢ that these parameters
tested here are significantly less sensitive to the concentrations of radionuclides at the outlet of the
geosphere than the paraméters related to the homogeneous rock, and slightly lower than those
involved in the source term, except for the sensitivities of the retardation factors of *U and *Th
to the concentration of 2*Th. This remarkable difference in the sensitivity behavior between the
homogeneous rock and the fractured zone is ascribed to the fact that the 3D model application
(homogeneous rock) used higher retardation factors and lower water velocity than those used in the
1D model application (fractured zone), resulting in higher migration velocities of nuclides in the
fractured zone. This higher migration velocity might reduce the sensitivities of the parameters
involved in 1D model into a lower level than those for 3D model.

As shown in Fig. 16¢, the retardation factor of 22°Th in the homogeneous rock has no sensitivity
to the concentration of °Th at the outlet of the geosphere, while that of *°Th in the fractured zone
is reasonably sensitive to the concentration which is governed by the transient equilibrium in the
fractured zone, because of an significantly shorter half-life of 2°Th than *’Np and *3U.

It may be suggested through the sensitivity analyses conducted here that as far as engineered
and natural barriers concern, the migration length and the water velocity in the homogeneous rock
are of relative importance among the parameters related to the both barriers to control the performance
of the system consisting of the both barriers.

In order to determine the relationship between the sensitivities of the four important parameters
(the water velocity, the migration length, the longitudinal dispersion length and the retardation
factor), sensitivity analyses at the peak concentration were also implemented by changing values
of the migration length and the water velocity simultaneously, as shown in Figs. 18a, 18b, 18c and
18d in a three-dimensional form, respectively. As shown in Fig. '18a, the water velocity shows
extremely high sensitivities especially in a region of low velocities and long migration lengths, and
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Fig. 16a Time-dependent concentration profile of 2*’Np at the outlet boundary of the geosphere and
sensitivity coefficients of parameters (3D model)
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Fig. 18a Multi-parametric effects on the sensitivities, at the peak concentration of *'Np, of the
velocity in the homogeneous rock by changing the values of the velocity and migration
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Fig. 18b Multi-parametric effects on the sensitivities, at the peak concentration of **’Np, of the
migration length of the homogeneous rock by changing the values of the velocity and
migration length
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Fig. 18c Multi-parametric effects on the sensitivities, at the peak concentration of 2*’Np, of the
longitudinal dispersion length in the homogeneous rock by changing the values of the
velocity and migration length
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Fig. 18d Multi-parametric effects on the sensitivities, at the peak concentration of **’Np, of the
retardation factor (Np) in the homogeneous rock by changing the values of the velocity
and migration length
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even in a short migration length region it still keeps a relatively high sensitivity. In a region of high
velocities and short migration lengths, the sensitivity turns to a negative value corresponding to
that a dispersion term (expressed by the product of the velocity and the dispersion length) which
has the effect to reduce the concentration becomes more visible than the other regions (the same
tendency can be seen in the sensitivities of longitudinal dispersion length as shown in Fig. 18c).
As given in Fig. 18b, the migration length has also remarkably high sensitivities in a negative
value, especially in a region of low water velocities and long migration lengths, while it gives
insignificant sensitivities at a high water velocity region ( 1 m/y). In this lower sensitivity surface,
the sensitivity coefficient of the migration length changes from -0.8 to -2.0 with the increment of
the migration length from 100 to 500 m, indicating that a holding of large rock mass with high
groundwater velocity in the homogeneous rock (~1 m/y) might be not necessary effective to heighten
the performance of the disposal system (the same tendency can be seen in the sensitivities of
retardation factor as shown in Fig. 18d ). Therefore, it might be important to select a geologic
formation, as a host rock, having a low water velocity field. At the same time, it must be recognized,
however, that the water velocity in the formation to be analyzed should be determined as possible
as precisely especially for a low water velocity region, because the output of safety analyses might
depend sharply on the velocity in such a region. Otherwise the result of the assessment which is
based on site specific characterization data might inevitably have a great deal of uncertainties.

7. SAFETY ANALYSIS

In order to provide basic information for detailed safety assessment which will be implemented
in a future on a specific site based on characterization data, a generic safety analysis was conducted
by using data reported by SKI®, SKB®, TVO®, PAGIS"?, NAGRA“. The scenario considered
here is based on a normal groundwater migration scenario, assuming that values of the parameters
used are time invariant, in other words basic characteristics of engineered and natural barriers, and
the biosphere remain unchanged throughout the periods to be subjected to this analysis.

The reference disposal system assumed here is given in Fig. 11. There are 4000 holes excavated
in a homogeneous low-permeable rock, in each of which three containers are emplaced vertically
with surrounding buffer materials. Radionuclide fluxes from a single hole are assumed to be three
times of the fluxes from one container, in other words a single hole containing three containers is
regarded as a point source in this analysis. Totally 12000 containers are thus disposed of in the
reference repository, corresponding to the total inventory of HLW generating from the reprocessing
of 16000 MTU of the spent fuels. The migration lengths in the homogeneous rock to the fractured
zone are 110 m at the right hand side and 490 m at the left hand side of repository as shown in Fig.
11 and the length in the fractured zone to the biosphere is 1000 m. :

We assume here that the whole contaminated groundwater migrates through the geosphere ‘
and finally enters into an adjacent aquifer which is defined as one of the compartments involved in
the biosphere. Water in the aquifer is assumed to be consumed by a local individual as drinking
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water with the dilution factor of 10, which can be estimated by the ratio of flow rate (Darcy
velocity) in the homogeneous rock (3x10* m/y) and that in the aquifer (10~ m/day®”). Possible
other exposure pathways to the individual are neglected in this analysis, because it was evident
through a preliminary analysis that the pathway used here gives a predominant radiological
consequence among possible pathways. Individual committed effective dose equivalent (Sv) from
the drinking water pathway was thus calculated using the internal dose conversion factors
recommended by the ICRP publications 26, 30 and 487,

In order to estimate a range of poteniial radiological consequences associated with geologic
disposal of HLW, two kinds of analyses were performed: one (conservative case) intends to analyze
the upper bound of the consequences by using the conservative values of geochemical parameters
listed in Table 5, and other (realistic case) aims at the evaluation of likely consequences to occur
by using the realistic values of those. The doses thus evaluated for the conservative case are shown
in Fig. 19a for fission products (FP) and Fig. 19b for a-nuclides, respectively.

In the conservative case, the maximum dose contributed from FP components amounts to
3.7 x 107 Sv at 1.5 x 10° y after disposal, and is contributed mainly from *Tc (about 89% of the
maximum dose) and ®Se (about 11%). The dose curve of **Tc increases gradually after the initiation
of release of the nuclide from the container at 1000 y after disposal, reaches the maximum 3.2 x
107 Svat 2.0 x 10*y, and decreases rapidly at 5.3 x 10° y with the exhaust of its inventory in the
waste form. This rapid decrease in the dose is also reflected from a low value, 1, of the retardation
factor of ®Tc. However, this type of decrease is not observed in the dose curve of '¥I, nevertheless
the same value, 1, of the retardation factor was used for them. The difference in the dose curves
between them might be ascribed to the fact that *Tc was analyzed with Model-2 while '*I with
Model-1. As seen from Fig. 19b which shows the dose curves coming from o-nuclides, the maximum
dose amounts to about 2.2 x 107 Sv at 2.2 x 10° y which is longer than that for FP components,
reflecting from the retardation factors used for a-nuclides being higher than those for FP components.
The total dose curve given in Fig. 19b is mainly governed by *°Th (about 38% of the maximum
dose), 3'Pa (about 20%), U (about 14%) and 2Ra (about 12%), in other words the dose of this
case is controlled by the daughters of 2'Np, 25U and 2*U.

The total maximum dose due to both FP components and o-nuclides is 4.5 x 107 Svat 5.2 x
10° y after disposal, which is predominantly controlled by ®Tc (about 72% of the total maximum
dose) with slight contributions from >*Th (about 8.0%), '**Cs (about 7.5%), >*'Pa (about 3.8%),
and U (about 3.1%). |

Figures 20a and 20b show the individual doses from FP components and &-nuclides for the
realistic case, respectively. The doses due to FP components are significantly higher than those
from o-nuclides, reflecting from values of the retardation factors for a-nuclides being 10 times or
more higher than those in the conservative case. The total dose curve consists of three peaks
coming from ', ®Se and '¥Cs, respectively. The total maximum dose, 2.6 x 10® Sv, observed at
3 x 10*y is dominated only by '*°l, this is because that the value of the retardation factor was the
same between the both cases. As mentioned before, this analysis arbitrarily assumes that the vitrified
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waste form contains 1% of iodines generated in the fuel during irradiation. However, if it is confident
to eliminate all of the iodines during reprocessing and vitrification, one may disregard the doses
from L. ‘In such the case, the total maximum dose, 1.7 x 10* Sv, observed at 1.9 x 10°y is
controlled mainly by Se. Taking into account that '*I might offer significant radiological
consequences, while depending on its concentration, especially for long-term assessment, it might
be worthwhile to note that even if the iodines in the fuel have been successfully eliminated from
HLW, the resulting wastes containing the iodines should finally be disposed of in safe manners.
In conclusion, the committed dose equivalent evaluated here, even in the conservative case,
is the order of 107 Sv being lower than the dose limit ImSv, and thus geologic disposal of HLW
may be feasible if the disposal conditions assumed here remain unchanged throughout the periods
assessed here. The inventory of radionuclides in HLLW, which was used in the analysis, is still less
than that is possibly assumed to be generated in Japan. However, even if the inventory increases 10
times that used here, the resulting dose may be less than 10 times of the dose evaluated here, taking
into account that the dose increases with the increasing of inventory while not linearly because the
source term models used here deal with the steric configuration of point sources in the repository.
"The inventory also increases in proportion to the burnup of the fuel as shown in Appendix-1. This
study assumes 27,500 MWD as the averaged burnup. If one may assume the burnup as 40,000
MWD, the numbers of atoms of major FP components increase 1.4 ~ 1.8 times those used here,
and 0.5 ~ 14 times for major a-nuclides. Among a-nuclides, the inventory of Cm increases
significantly, even so the resulting amount of Cm is still not enough high to cause noticeable doses,
and the remarkable effect on the dose of an increase in the burnup was observed for !Pu, 2'Np
and 2%U. In the case of 40,000 MWD, the maximum dose is estimated to be 6.3 x 107 Sv for the
conservative case, and 4.0 x 108 Sv (**I) or 2.4 x 10 Sv ("Se) for realistic case, respectively. The
doses from o-nuclides differ significantly between the conservative and realistic cases, comesponding
to the differences in geochemical conditions assumed for them. This means while a-nuclides do
not give predominant contributions to the total dose that extensive geochemical studies on o-nuclides
in a realistic conditions might be essential to reduce the uncertainty to be involved in the results of
safety analyses.

8. CONCLUSIONS

8.1 Methodologies of the safety assessment and automated sensitivity analysis

The methodologies of the safety assessment for HLW disposal and the automated sensitivity
analysis based on the DA-method have been described. The safety assessment methodology is
based on the normal evolution scenario assuming that the disposal system is not affected by
probabilistic events. The computer code system GSRW is structured by non site-specific models
simulating the release of radionuclides from the engineered barriers, the transport of radionuclides
in and through the geosphere and biosphere, and radiation exposures of public. -

_45_



JAERI-Research 94-028

We have developed the automated procedure for performing large-scale sensitivity studies
based on the use of computer tools. The procedure is composed of the preprocessor PRESANA and
the FORTRAN precompiler SANA. The PRESANA and SANA codes have been applied to the
simple program, and the sensitivity results have been verified using the exact solution. The results
shows that this procedure is accurate and useful tool to perform the sensitivity analysis.

8.2 Sensitivity Analysis

The following remarks might be derived through sensitivity analyses on the transport behavior
of the ™'Np decay chain and '*Cs in engineered and natural barriers, by applying the sensitivity
analysis methodology (DA method) to GSRW code.

(1) The sensitivity analysis methodology applied here allows the quantitative evaluation of a
relative importance of various parameters which potentially affect the safety of geologic disposal
system. The results of analyses clearly indicate that parameters related to a homogeneous rock
surrounding a disposal facility have higher sensitivities to the performance measure analyzed
here than those of a fractured zone and engineered barriers. Among the parameters involved in
the geosphere model used for a homogeneous rock, the migration length, the retardation factor,
the water velocity, and the longitudinal dispersivity hold a high relative importance to govern
the safety of the disposal system.

(2) The methodology permits sensitivity analyses of a single parameter with changing values of
other parameters simultaneously, and thus gives quantitative information on the interrelationship
between the parameters. For example, the parameters for engineered barriers are generally
insensitive to the output, while they are somewhat sensitive to the output only in a case of the
low solubility condition.

(3) The methodology provides technical information which might be basis for the optimization of
design of the disposal facility, e.g., the thickness of buffer material, and for the selection of the
disposal site, e.g., the water velocity, the geochemical conditions, the migration length and so
on.

8.3 Safety Analysis

Safety analyses were performed using GSRW code on the reference disposal system which
involve HLW in amounts corresponding to 16,000 MTU of spent fuels. The committed effective
dose equivalent due to the exposure pathway ingesting drinking' water was calculated using both
the conservative and realistic values of geochemical parameters. The conclusions obtained are as
follows:

(1) Inthe conservative case, the total dose curve consists mainly of the contributions from *Tc,
35Th, ®'Pa, 1**Cs, ®Se and '*I, and the maximum dose, 4.5 x 107Sv appeared at 5.2 x 10°y, is
mainly controlled by *Tc (about 72% of the total maximum dose) with slight contributions
from *°Th (about 8.0%), '**Cs (about 7.5%), **'Pa (about 3.8%), and >**U (about 3.1%).
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(2) In the realistic case, the total dose curve is drawn mainly by the contributions from '*°I, Se and
135Cs, and the total maximum dose, 2.6 x 10 Sv observed at 3 x 10*y, is dominated only by
129]. If one can assume that HLW contains insignificant levels of radioactive iodines, the total
maximum dose, 1.7 x 10® Sv, observed at 1.9 x 10° y is controlled mainly by ®Se.

(3) This study assumes 27,500 MWD as the averaged burnup. If one may assume the burnup as
40,000 MWD, the dose equivalent increases to 6.3 x 107 Sv for the conservative case, and to
4.0 x 10% Sv (**°I) or 2.4 x 10°® Sv (PSe) for the realistic case, respectively.

(4) In both the conservative and realistic cases, the committed dose equivalent evaluated here is
the order of 10”7 Sv, and thus geologic disposal of HLW may be feasible if the disposal conditions
assumed here remain unchanged throughout the periods assessed here.

8.4 Limitations in this study
There might be the following limitations in understanding of the results of this study.

(1) The safety assessment methodology used here is completely based on a deterministic approach,
and the can deal with only a normal scenario. The safety of the disposal system should be
assessed with respect to all of possible scenarios that potentially affect the performance of the
system, including probabilistic scenarios such as disruptive scenarios and human intrusion
scenarios. However, probabilistic scenarios are generally dealt with a probabilistic approach
taking into account of the probability of scenarios, and then consequences of such scenarios
might be expressed by a term of risk.

(2) It was assumed in this study that conditions of the environment involving the geosphere and
the biosphere remain unchanged throughout the period assessed. It might be expected, however,
that glaciation is periodically repeated every 10* years, resulting in changes of environmental
conditions such as sea level. The change in sea level affects a global hydrodynamics, but its
effect on a local hydrodynamics, especially that in a deep geologic formation, is not certain.
This is because the effect depends on the mode of connection between a global water circulation
and a local on, and is thus site specific in nature.
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Appendix  The inventory of radionuclides in the spent fuel with various burnup rates
(No. of atoms/MTU, BWR)

Nuclides Burnup (MWD)

20000 25000 27500 30000 35000 40000
Se-79 2.76E+22| 3.41E+22 | 3.72E+22 | 4.04E+22 | 4.65E+22 | 5.25E+22
Tc-99 2.98E+24 | 3.66E+24 | 3.99E+24 | 4.32E+24 | 4.93E+24 | 5.51E+24
1-129 4.77E+23] 6.08E+23 | 6.74E+23 | 7.40E+23 | 8.73E+23 | 1.00E+24
Cs-135 |1.07E+24|1.33E+24 | 1.45E+24 | 1.58E+24 | 1.84E+24 | 2.10E+24
Pu-240 |3.61E+24]4.58E+24 | 5.02E+24 | 5.39E+24 | 5.98E+24 | 6.38E+24
U-236 6.56E+24 | 7.49E+24 | 7.86E+24 | 8.17E+24 | 8.64E+24 | 8.92E+24
Cm-245 |1.31E+20|4.98E+20|8.73E+20 | 1.44E+21 | 3.43E+21 | 7.04E+21
Pu-241 {1.70E+24 | 2.25E+24 | 2.51E+24 | 2.77E+24 | 3.27E+24 | 3.68E+24
Am-241 |4.28E+22]6.63E+22|7.81E+22|8.95E+22| 1.11E+23| 1.30E+23
Np-237 |4.95E+23|6.94E+23 | 8.00E+23 | 9.10E+23 | 1.13E+24 | 1.34E+24
Cm-246 (8.11E+18|4.15E+19|8.31E+19 | 1.56E+20|4.67E+20| 1.18E+21
Am-242m| 7.23E+20 | 1.22E+21 | 1.47E+21 | 1.72E+21 | 2.21E+21 | 2.64E+21
Pu-242 |2.67E+23|4.75E+23|6.00E+23 | 7.38E+23 | 1.05E+24 | 1.40E+24
Pu-238 |9.35E+22| 1.69E+23|2.17E+23|2.73E+23 | 4.06E+23 | 5.62E+23
U-238 2.16E+27 | 2.15E+27 | 2.15E+27 | 2.14E+27 | 2.13E+27 | 2.12E+27
Am-243 |3.74E+22|8.64E+22 | 1.23E+23 | 1.68E+23 | 2.86E+23 | 4.43E+23
Pu-239 |9.19E+24|9.67E+24 | 9.85E+24 | 9.99E+24 | 1.01E+25 | 1.02E+25
U-235 3.43E+25|2.69E+25 | 2.37E+25 | 2.08E+25 | 1.58E+25 | 1.18E+25
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