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Abstract
Circumstance of TRU waste repository shows alkaline condition due to leaching of
cementitious materials. The waste containing significant soluble nitrate may changes
ground water chemistry to high ion strength. Several experimental studies have been
carried out in this study in order to assess quantitatively water conductivity of
bentonite which is altered by hyper alkaline and nitrate. Modeling for previous results
is carried out and several requirements to be defined are proposed. The conclusion of
this study is summarized as below.
Secondary minerals of bentonite alteration due to hyper alkaline with nitrate
1) CSH and CAH was observed corresponding to solving montmorillonite in AWN
solution.
2) Na:0Al2031.68SiO2 generated from 90days in batch experiment and it was
observed in 360 days.
Assessment of swelling and water conductivity changing by hyper alkaline with
nitrate
1) Little changing of water conductivity of bentonite was observed by saturated
Ca(OH)2 solution and hyper alkaline solution. The conductivity significantly
increased by penetrating sodium nitrate solution.
2) Water conductivity of ion exchanged bentonite by hyper alkaline solution
significantly increased. It increased more by penetrating AWN solution.
Modeling of tuff alteration by hyper alkaline solution
1) Flow through test is proposed since soluble velocity to hyper alkaline solution
should be defined.
2) ATEM analysis by which qualitative analysis can be done is proposed to define

chemical composition of secondary minerals.

This work was performed by OBAYASHI Co. under contract with Japan Nuclear
Cycle Development Institute
JNC Liaison : Materials Research Group
Waste Isolation Research Division of Tokai works
* OBAYASHI CO.
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@ | caz+ | Na+ | K+ | Mg2+ | si Al | NO3-
AWN 690 | 63000 | 1340 191000
127 2208 | °0 |00 152° | nD | nD | ND |02
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0.49 | 75000 | 1880 57 | 16 |173000
30 12712278 |\ 151 | 3300 | 48 | NP | 020 | 059 | 2800
95000 | 1840 25 | 19 |189000
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ND 1.5
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DW AW - AWN AW DW
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pH AWN
DW AWN 2.0 3.0E-12 m/sec DW - AW
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2.0 3.0E-12 m/sec DW 40 7.0E-13
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1.0 2.0E-11
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1.00E-08 150 13.5
1.00E-09 125 | 1125
'S 1.00E-10 100 ’/ 11.5
~ 1.00E-11 75 f {10535
1.00E-12 50 ”//\/ya_y : 2“ 9.5
AWN
1.00E-13 25 —e—pH DU 8.5
—e—pH AW
1.00E-14 L L L L L L L L L 0 0 pH _AWN 7.5
0 20 40 60 80 100 120 140 160 180 200 0 20 40 60 80 100 120 140 160 180 200
([@D) )
2.9 2.10 pH
DW - AW - AWN DW - AW - AWN
V1-Dii— AN V1-DI . AWN
1008 B e o ess===2227 . o | % 600 13.5
Py
2 1.00E-10 400 11.5
~ 1.00E-11 | 300 | {105%
1.00E-12 200 + 495
1.00E-13 100 + AN 8.5
L —+—pH
pH AN
1.00E-14 0 7.5
0 20 40 60 80 100 120 140 160 180 200 0 20 40 60 80 100 120 140 160 180 200
) )
2.11 2.12 pH
DW - AWN DW - AWN
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90 13.5
1.00E-08

75 12.5
1.00E-09

60 11.5

S 1.00E-10

3 2

< &

g ==

~ 1.00E-11 45 / 10.5

|

1.00E-12 * //___/-/"" 95
1.00E-13 15 8.5

77777777777777777777777777 —8—pH
1.00E-14 L L L L L L 0 0 . . . . . . . . . . . N N 7.5

0 20 40 60 80 100 120 140 0 10 20 30 40 50 60 70 80 90 100 110 120 130 140

) )
1.00E-08
150 [ 13.5

1.00€-09 125 | 12.5

~ _ r W

g 1.00E-10 100 | 1.5

< o r

2 = | f:/'
1.00E-11 75 | 10.5 5
1.00E-12 50 — g5
1.00E-13 25 | ——pH g5

[ ——pH
—a— pH
1.00E-14 L L L L L L L L L 0 0 L L L L L L L T T 7.5
0 20 40 60 80 100 120 140 160 180 200 0 20 40 60 80 100 120 140 160 180 200
) )
1.00E-08
150 13.5
_00E- b i e, S L N L P
1.00E-09 125 | 12.5

%‘ 1.00E-10 100 11.5

n ~

° o [

5 S F /
1.008-11 £ 75 / 10535
1.00E-12 50 / _ 9.5
1.00E-13 25 | —s—pH 8.5

+pH
ly —=—pH
1.00E-14 e S S : 0 0 7.5
0 20 40 60 80 100 120 140 160 180 0 20 40 60 80 100 120 140 160 180
) )
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1.00E-08

1.00E-09

1.00E-10

(m/sec)

1.00E-11

1.00E-12

1.00E-13 |

1.00E-14

2.19

1.00E-08
1.00E-09

1.00E-10

(m/sec)

1.00E-11

1.00E-12

1.00E-13

1.00E-14

2.21

(ii)

Cw
Cw
AW
AW

AW

e _
Cemann g
%
s 0.06 <
0.04
0.02
0 10 20 30 40 50 60 70 80 90 100
)
V1-AWN - DW - AWN
0.3
0.25
0.2
~
&
=
0.15<
0.1
0.05
0 20 40 60 80 100 120 140 160 180
)
AWN - DW - AWN

600 13.5
500 i;\ M 2.5
ry”" —== -
400 b 1115
o L
E
300 110.5%
200 | 19.5
100 | e [185
—=—pH
0 — 7.5
0 10 20 30 40 50 60 70 80 90 100
)
2.20 pH
AWN
V1-AWN - DW - AWN
3600 13.5
3000 W — 1125
2400 |- N 11.5
~ [
g |
1800 1105%&
1200 | — N | 95
L //r’//’J oW
600 | CapH AN 8.5
[ pH DW
0 : : 7.5
0 20 40 60 80 100 120 140 160 180
)
2.22 pH
AWN - DW - AWN
2.13
4mm
4mm
5mm
8mm
V1
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CwW
AW
AWN AW CW
2.13
meqg/g (%)
0.587 0.570 0.571 0.572 100
DW - AW -, AWN 0.446 78
DW - AWN 0.481 84
DW 0.495 87
Ccw 0.480 84
Ccw 0.485 85
Ccw mm 0.499 87
AW 0.473 83
AW 0.494 87
AW mm 0.475 83
AWN 0.554 94
AWN 0.551 94
AWN - DW - AWN 0.498 87
(iii)
M
6 2
2.23
2
2.14
2.15
Ca Ca
Ca
Na AWN
Na

Na

-27-



JNC TJ8400 2003-068

Ca Ccw
K AW
Mg
Si Al
Si
200ml
6
50ml
0.5¢g
20
60
0.45pm
2.23

Al
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2.14
(meg 100g) NOs
Na* | K+ | Ca?* | Mg? si | al |(Mmeatoo

55,7 | 1.1 | 66.2 | 2.8 |125.8| ND ND ND

DW - AW - AWN 560 | 75 [ 73.1| 28 [139.3| 8.9 1.9 ND
DW - AWN 556 | 6.1 | 70.3 | 24 |1344| 140 | 0.3 ND

DW 537 | 43 | 52.1| 3.6 |113.7| ND | ND ND

CW 465 | 3.2 | 633 | 2.1 |(115.1| ND 24 ND
Cw 489 | 34 | 711 | 2.3 |125.7| 3.9 2.8 ND
Ccw mm | 60.8 | 25 | 63.3 | 2.0 |128.6| ND | ND ND
AW 51.7 | 17.3 | 65.2 | 2.1 |136.3| ND 19 ND
AW 474 | 18.0 | 59.8 | 2.1 |127.2]| 1.5 2.3 ND
AW mm | 455 | 183 | 53.9 | 1.9 [119.7| ND 1.2 ND
AWN 66.1 | 54 | 68.8 | 21 |1424| 17.6 | ND ND

AWN 61.7 | 81 | 626 | 24 |134.8| 14.0 | ND ND

AWN - DW - AWN 620 | 49 | 739 | 21 |1429]| 151 | ND ND

ND 15
2.15
(meqg 100g)
Na* K Caz Mg2*

70.7 11 13.2 0.9 85.9

DW - AW  AWN 59.1 5.6 10.5 0.2 75.4

DW - AWN 62.4 4.0 10.6 0.1 77.1

DW 38.0 8.2 18.6 15 66.3

cw mm| 417 11 33.1 0.9 76.8
cw mm| 375 11 29.0 0.9 68.6
cw mm 47.6 15 36.7 0.9 86.6
AW mm| 313 143 12.0 0.3 57.9
AW mm| 379 17.1 11.8 0.3 67.1
AW mm 30.6 14.7 13.4 0.5 59.2
AWN 72.9 7.1 14.1 ND 94.1

AWN 62.1 5.6 103 0.1 78.0

AWN - DW - AWN 75.2 6.6 14.2 ND 96.0

ND 15
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(iv) SEM
V1l SEM 2.1 SEM
22 13

DW Cw AW AWN

CwW AW
SEM

2.1 V1 2.2 DW - AW - AWN

E .u_'.‘ - L,

2.3 DW - AWN
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2.11 AWN 2.12 AWN

V1 2.16
DW - AW - AWN
AW  AWN AWN
AW
CW 13A
Na Ca Ca
AW V1
AW
AWN
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AW AWN pH AW
2.16
cl
< Q y c
FeS: CaCOs
3.3 3.1 9 2.9 2.7 3.0
;9+5“6 I + + + + +
290 10210 880 490 340 240 800
DW - AW - A +++++ ++ + + + ++
AWN 1480 13090 1260 690 320 260 1170
12.3A
+++
4+ + + + + ++
DW - AWN 2040 11540 760 540 350 230 1030
124 A
At 4+ + + + + +
bw 2480 12890 710 560 310 230 770
129 A
Ccw fgS-'(-) ++++ + =+ =+ =+ +
mm | 5ok 12080 630 440 290 230 960
CwW I5+4"(') ++++ + + =+ + ++
mm | {ae A 14450 680 640 330 280 1200
Ccw 2+ 0+9"(') ++++ + =+ + +
mm | 30k 9520 790 300 240 650
AW 1+3+7"(') ++++ ++ + =+ =+ +
N 12930 1240 740 350 280 780
AW ]-.'-3+2-'(-) ++++ + + =+ + +
mm | [osA 12030 660 590 320 210 750
AW 1;;8' ++++ + + =+ + +
mm | 1oak 12660 820 610 310 250 660
+++
4+ ++ + + + +
AWN 1590 11270 1060 610 320 210 920
12.3A
+++
+++ + + + + ++
AWN 2090 11210 910 440 320 280 1170
125 A
Avg\\/lv ]:"7"' 1"(') +++ ++ + + + +
RN ek 12640 1060 450 280 220 870
(CPS) 5
500 + 500 1000 + 1000 2500 ++ 2500 5000 +++ 5000 P
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(vi)

DW

0.3

2.17

Ca

Na
AW AWN CW Si pH

DW CwW AW

0.4MPa
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2.17
( mg/L mmol/L)
pH

mi Nat | K+ | caz | Mg> | si Al | NOs
DW 436 | 16 | 40 | 060 | 21 | 30 | 14
ivv\\/’* Aaw | 2371988 | 49 | 040 | 010 | 002 | 007 | 011 | 023
N 6400 | 394 79 | 020 41 2.1 | 25000
AWN | AWN | 240 | 11.84 | 00" | 0" | 020 | 001 | 15 | 008 | 403
DW— | DW | o, |1p47 | 55250 | 2550 | 52 | 030 | 23 | 25 |150000
AWN | AWN A11247 0 Sa03 | 65 | 013 | 001 | 08 | 009 | 2419
850 | 84 | 56 | 060 21
bW 368 | 9041 57 | 021 | 014 | 002 | NP | ND | 503
560 | 42 | 19 | 016 | 116 | 029 | 88
cw 770110631 50 | 011 | 005 | 001 | 41 | 001 | 014
520 | 37 | 18 | 012 | 106 | 029 | 86
cw 724110161 55 | 510 | 004 | 0005 | 38 | 001 | 0.14
2350 | 318 | 062 | 0.06 | 582 | 048 | 10
AW 696 | 12471 0o | 81 | 002 | 0002 | 21 | 002 | 016
2250 | 304 | 068 | 0.06 | 547 | 035 | 12
AW 749 112391 "95" | 78 | 002 | 0002 | 19 | 001 | 0.19
61053 | 2737 | 0.26 205 | 0.72 |190000
AWN 2933 |12.46 | Hecs | 70 | 001 | NP | 730 | 0.03 | 3064
62737 | 2758 | 0.22 200 | 2.8 |180000
AWN 327811246 | 5759 | 71 | 001 | NP | 712 | 010 | 2003
72200 | 3110 | 46 | 0.40 | 18 | 0.80 |160000
AN AWN 122898/ 1253 | 31,0 | g0 | 1.2 | 0.02 | 064 | 0.03 | 2580
5000 | 223 | 12 | 0.70 15 | 12000
*K\YVVN DW 5288 | 11811 o057 | 57 | 030 | 003 | NP | 006 | 194
14650 | 920 | 13 | 020 | 10 | 1.7 | 49000
AWN | 39.0 | 1170 1 “ear | o4 | 032 | 001 | 034 | 006 | 790
DW 695 | ND | ND | ND | ND | ND | ND | ND

880
cw 1305| ND | ND | 50 | ND | ND | ND | ND

1125 | 1670 | 188
AW 1320 | 2% | 10701 %01 nD | ND | ND | ND
18750 | 1405 | 153 160000
AWN 1311 | 197501 15 21 ND | ND | ND [P0

ND 15
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(iii)

TG 110
% 2.23 110 110
Cw AW AWN 120
AW
700 800
p X
AWN NaNOs
NaNOs
110 1000 CwW
AW AWN
CwW
110 250
2.23
110
110 250 500 800 110
0,
110 250 500 800 1000 (%) 1000
6.2 0.7 0.4 2.7 2.0 12.0 5.8
7.4 3.9 0.7 3.9 0.4 16.3 8.9
3.5 0.6 0.5 4.2 0.0 8.8 5.3
54 0.7 0.6 3.9 0.0 10.6 5.2
110
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(iv)

M
6
2.24
Ca?*
Ca2+
Ca?*
Ccw
Ca
Ca2+
AW K+ AWN Nat*
AW Na
AWN Na
2.24
(meq 100g) NOs-
+ + 2+ 2+ (meq
55.7 1.1 66.2 2.8 |125.8 ND
Cw 4.3 0.8 232 58 |243.1 ND
AW 185 | 425 110 56 |177.1 ND
AWN 75.9 4.1 96.0 6.3 | 182.3 2.5
70.7 1.1 13.2 0.9 85.9
Cw 5.1 1.0 83.6 0.3 89.9
AW 279 | 51.4 9.5 0.1 89.0
AWN 81.9 3.7 6.8 0.1 92.5
ND 2.20
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(v)

2.25
100
X
pH
2.25
(meq/g) (%)
0.607 100
CcwW 0.533 88
AW 0.550 91
AWN 0.532 88
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2.2.2
(1)
2.26
2.26
Ca(OH):
NaOH 1M
KOH 1M
NaNO3
(2)
3
2 2.27
2.27
Cw DW
W
W
(3)
(i)
2.1.1
pH 2.28
2.28 pH
mg/L mmol/L o
Na* K+ | ca= | Mg | Al si_ | NOs | P
ND ND ND ND ND ND ND 6.95
ND ND ND ND ND ND ND ’
32000 278 350 ND ND ND 170000 12.90
1392 7.1 8.7 ND ND ND 2741 '
ND 2.20
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(ii)

@50 PTFE
1.6g/cm?3

2.1

(iii)

(4)

2.29
Cw DW
DW
DW
AWN

Ca
DW

AW  AWN
AW
Na

3 5
3149 110
1pam
2
2.28
2.24 2.30 AW
2.25 2.31 AWN
2.26 2.32 AWN
2.27 2.33
CW DW
11 11
Ca
2) 2
K AWN
X
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DW 3
AWN AWN
1) AWN
CcCw DW AW DW AWN
DW
2
2.29
1)
CwW DW 0.5MPa 0.1MPa
AW DW 0.3MPa 0.02MPa
AWN DW 0.3MPa 0.02MPa
AWN AWN 0.2MPa 0.02MPa
50mm 10mm
100mm 10mm
CW-DW
12
10 i _/__M
[
% 0.8 —
06 """ _—
04 —
0.2
0.0
0 12 24 36 48 60 72

224 CW DW
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2.30 CW DW
(g/cm?) 1.48 1.57 1.51
(MPa) 0.97 0.98 1.13
(h) 21.25 3.75 51.00
116.5 130.0
(%) 122.1 104.4 109.2
AW-DW
1.0
08 [r----mmmmm e
[
=06 | —
— ———— —
04 | —— _
0.2
0.0
0 12 24 36 60 72
2.25 AW DW
231 AW DW
(g/cm?) 1.62 1.54 1.54
(MPa) 0.45 0.36 0.49
(h) 51.25 47.00 51.00
125.9 123.7
(%) 98.3 109.7 109.5
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AWN-DW
1.0
08
[
o
= 06 -
04 -
0.2
0.0
0 12 24 36 48 60 72
2.26 AWN DW
2.32 AWN DW
(g/cm?3) 1.56 1.54 1.53
(MPa) 0.52 0.52 0.38
(h) 7.5 8.5 8.0
57.5 60.0 52.4
(%) 104.7 107.0 101.0
AWN-AWN
1
08 (- -
]
o
=06 ([T - -
04 -
02
0
0 12 24 36 60 72
2.27 AWN AWN
2.33 AWN AWN
(g/cm3) 1.64 1.61 1.55
(MPa) 0.63 0.55 0.26
(h) 1.25 2.75 3.25
86.5 101.5 99.1
(%) 106.4 103.3 97.7
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2.2.3
(1)
2.34
2.34
Ca(OH)2
NaOH 1M
KOH 1M
NaNO3
(2)
3
2.35
2.35
1 Cw DW 3
2 W DW 3
3-1 AWN DW 1
3-2 3 AWN DW - AWN 2
4-1 2 AWN AWN 2
4-3 AWN AWN - DW 1
(3)
(i)
2.1.1
2.36
2.36 pH
mg/L mmol/L o
Na* | K+ | ca» | Mg>» | Al si_ | NOs | P
ND ND ND ND ND ND ND 6.95
ND ND ND ND ND ND ND ’
18750 1405 153 ND ND ND 160000 13.11
816 36 3.8 ND ND ND 2580 '
ND 2.20
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(ii)
@50 PTFE
1.6g/cm?3 lpm
2.7
(iii)
2.8

-49-
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(4)
(i)
CW
2.28
AW
2.30
AWN
2.32
AWN
2.34
AWN
2.36
AWN
2.38
V1

Cw AW

AWN

DW

DW

DwW

DW - AWN

AWN

AWN - DW

2.37

DW

Dw

DwW

AWN

AWN

DW

AWN

AWN

2.29
2.31
2.33
2.35
2.37
2.39
V1
DwW AWN
0.5MPa
Ccw AW
AWN
AW AWN
AWN
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AWN
2
3.0E-11m/sec

AWN

AWN

AWN
AWN
DW
.0 3.0E-11m/sec
AWN
AWN
DW
V1
AWN
AWN
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1.00E-08
1.00E-09 —____-—-—Z-:Z
QI-OOE'IO ===========
5
>
<
1.00E-11 [
1.00E-12 [ powwewwsws
1.00E-13 =1
1.00E-14 L 0
0 10 20 30 40 50 60 70 80 90 100 110 120
)
1.00E-08 0.6
1.00E-09 0.5
> 1.00E-10 0.4
Q
<
I R
1.00E-11 5 0.3
1.00E-12 [ =g 0.2
1.00E-13 = g 0.1
1.00E-14 L L L L L L L L L L L 0
0 10 20 30 40 50 60 70 80 90 100 110 120
)
1.00E-08
1.00E-09
’gl.OOE-lO
5
N
<
1.00E-11
1.00E-12
1.00E-13 £
1.00E-14
0 10 20 30 40 50 60 70 80 90 100 110 120
)

AWN

DW

6
1600 13.5
5 [ 1
L 1125
4 1200 /
i~ [ 111.5
o c I
3& & i 1
800 11055
) I — l
L _ 1 9.5
L 400 —
L +pH
r —a—pH 185
L e l
0 e 75
0 10 20 30 40 50 60 70 80 90 100 110 120
)
600 13.5
500 12.5
| e S |
400 VA 11.5
| \7 |
o =
= A=
< 300 / 10.5%
200 / — H 9.5
100 ——pH |1 8.5
L +pH i
—=—pH
0 P s 7.5
0 10 20 30 40 50 60 70 80 90 100 110 120
)
150 13.5
125 12.5
100 W 11.5
~
g
75 10.55
50 / 9.5
25 8.5
—e— pH
0 o 7.5
0 10 20 30 40 50 60 70 80 90 100 110 120
)
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1.00E-08 1200 13.5
1.00E-09 1000 1 12.5
Mﬂ’.\l\
3 1.00E-10 800 N 11.5
4 °
2 g — o
~ 1.00E-11 600 [ AN 10.5%5
—_— bw
AWN
1.00E-12 400 H-—a—pH W 9.5
pH AN
1.00E-13 0.1 200 H o 8.5
ha . oW ang L= pH AW | ’
—e— —_ d S
1.00E-14 e T 0 0 : 7.5
0 20 40 60 80 100 120 140 160 180 0 20 40 60 8 100 120 140 160 180
) )
2.34 2.35 H
AWN DW - AWN AWN DW - AWN
1.00E-08 == 0.3 3000 13.5
1.008-09 =53 0.25 2500 ey 12.5
E -
=5 4 ]
3 1.00E-10 2000 11.5
L T 2o
= o = 7
A = A=
1.00E-11 ~ 1500 / 10.5%
1.00E-12 1000 / 9.5
1.00E-13 500 _ H 8.5
—&—pH H
—=—pH
1.00E-14 T 0 0 7.5
0 20 40 60 80 100 120 140 160 180 0 20 40 60 80 100 120 140 160 180
) (D)
2.36 2.37 H
AWN AWN AWN AWN
1.00E-08 1500 13.5
- = m
1.00E-09 1250 12.5
~
§ 1.00E-10 1000 11.5
~ ~
e e
1.00E-11 750 /// 10.5 &
1.00E-12 | _ _ _ ____________________do0.04 500 95
T / — AN
1.006-13 f 1 0.02 250 oW H g5
777777777777777777777777 —e—pH AWN
pH DW
1.00E-14 e 0 0 ‘ ‘ 75
0 20 40 60 80 100 120 140 160 180 0 20 40 60 80 100 120 140 160 180
) ()
2.38 2.39 H
AWN AWN - DW AWN AWN - DW
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2.37 H14
DW AW AWN CwW
1 4.0 7.0E-13 4.0 7.0E-13 1.0 2.0E-12 DW - AW . AWN
2 4.0 7.0E-13 2.0 3.0E-11 DW - AWN
3 5.0 8.0E-13
4 5.0 8.0E-13
5 5.0 8.0E-13
6 5.0 8.0E-13
7 7.0E-13 1.0E-12
8 7.0E-13 1.0E-12
9 7.0E-13 1.0E-12
10 1.0 3.0E-11
2.0 4.0E-10
11 1.0 2.0E-12 10 20E-11 AWN - DW - AWN
12 1.0 3.0E-11
13 1.0 3.0E-11
CwW 14 1.0 3.0E-11
15 1.0 3.0E-11
16 5.0 7.0E-12
AW 17 5.0 7.0E-12
18 5.0 7.0E-12
19 1.0 2.0E-12
20 1.0 2.0E-12 2.0 3.0E-11 DW - AWN
AWN 21 1.0 2.0E-12 2.0 3.0E-11 DW - AWN
22 2.0 3.0E-11 4.0 6.0E-11 AWN - DW
23 50 7.0E-11-
24 2.0 4.0E-10-
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(i)

2.38
P AWN
Ca Na
2.38
meq/g (%)
0.607 | 0.591 | 0.591 | 0.571 100
0.533 88
DW 0.509 86
DW 0.520 88
DW 0.525 89
0.550 91
DW 0.532 90
AW
DW 0.503 85
DW 0.502 85
0.532 88
DW 0.481 81
DW - AWN 0.522 91
AWN DW - AWN 0.542 95
AWN - DW 0.522 91
AWN 0.501 85
AWN 0.533 93
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(iii)

Ca

Ca

Ccw
AW

Na
AWN
Ca
Na
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Na DW
AWN
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2.39
(meq 1009) NOs-
Na* | K+ | Ca?* | Mg?* Si Al (meq
55.7 | 1.1 [ 66.2 | 2.8 [125.8]| ND | ND ND
4.3 | 0.8 [232.2] 5.8 |243.1| 29.5 | ND ND
DW 3.8 | 2.4 (218.7| 2.2 |227.1| 26.8 | ND ND
DW 3.9 | 3.3 (184.4| 2.2 |193.8| 48.2 | ND ND
DW 6.5 | 3.2 (204.2| 2.7 |216.5| 41.8 | ND ND
18.5 ]| 42.5 |1110.5| 5.6 [177.1]| 29.5 | ND ND
AW DW 8.9 [37.9(83.1| 2.4 [132.3| 30.6 | ND ND
DW 85 |41.0|86.4| 2.6 |138.5| 0.6 | 1.6 ND
DW 94 |36.8|87.3| 3.1 [136.5| ND | 1.8 ND
759 | 3.1 [96.0 | 6.3 [182.3]| 24.8 | ND 2.5
DW 522 | 6.7 | 78.4 | 2.1 [139.3| 29.5 | ND ND
DW - AWN | 66.1 | 10.2 | 78.7 | 1.7 |156.7| 17.9 | ND ND
AWN | DW-AWN [ 69.9 | 9.3 [86.0 | 1.7 |167.0| 28.9 | ND ND
AWN-DW | 63.8 | 84 (889 | 1.9 |163.1| 23.5 | ND ND
AWN 742 | 59 [(84.8| 2.1 |167.1| 59.5 | ND ND
AWN 729 | 6.7 [93.1 | 2.3 |174.9| ND | ND ND
ND 2.20
2.40
(meq 100g9)
Na* K+ Caz?t Mgz+
70.7 1.1 13.2 0.9 85.9
5.1 1.0 83.6 0.3 89.9
DW 1.4 0.8 73.8 0.3 76.3
DW 1.5 0.7 87.0 0.3 89.5
DW 1.5 0.7 66.0 0.4 68.7
27.9 51.4 9.5 0.1 89.0
AW DW 6.7 8.8 24.6 0.3 40.3
DW 6.2 9.1 24.3 0.3 40.0
DW 6.3 9.2 24.1 0.3 39.8
81.9 3.7 6.8 0.1 92.5
DW 42.7 21.6 17.2 0.3 81.8
DW - AWN 44.2 39.7 8.7 0.1 92.6
AWN DW - AWN 63.5 37.4 9.4 0.1 110.3
AWN - DW 44.1 43.2 16.6 0.1 104.1
AWN 53.5 42.9 8.8 0.1 105.2
AWN 61.3 43.2 8.1 0.1 112.7
ND 2.20
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(iv) SEM

SEM 2.18 29
2.14 17

AW

Ze r-kl.- 3l t:-"'.';

2.19CwW DW

-58-



JNC TJ8400 2003-068

2.26AWN DW - AWN 2.27AWN AWN - DW

-50-



JNC TJ8400 2003-068

(V)

V1
241
Ccw DW
15A Ca
AW DW
AW
AWN DW  AWN

AWN
DW
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2.41
s Q cl y c N
FeS: | CaCOs | NaNOs
3.3 3.1 o 2.9 2.7 3.0 2.8
+44+
2950 RTRTATS + + + + +
3% | 10210 880 490 340 240 800
e+
4520 e+ + + + + ++
2% | 9500 550 410 320 260 1100
N RTRTATS + + + + ++
bw 13593% 9070 330 350 360 330 1070
cw :
bW :7"'4'5 ++++ + —+ + ++
a5 | 9880 560 310 390 1160
DW B + + + b
ook | 8790 400 420 250 920
i 4+ + + + +
11222% 9860 780 590 310 810
b e+ + + + +
DW 1122?/)& 9940 410 550 320 690
AW :
o e+ + + + + +
DW 11202% 10300 630 560 330 240 970
i o+ + + + + +
bw 11202% 10310 430 500 330 220 950
++
2560 e+ + + + + ++
8% | 10890 840 680 370 220 1040
e e+ + + + + ++
bw 1127 ?% 13020 710 690 300 260 1210
DW - 1ggo ++++ + + + + +
AWN | ook | 9550 900 400 420 220 810
++
AWN DW -, 2060 ++++ ++ + + + +
AWN | [oo% | 9950 1060 510 300 220 750
AWN - 1;20 ++++ + =+ + + +
DW | [JaA | 10920 840 380 290 210 800
AWN 2180 | T * : + + *
280 | 10320 940 530 300 210 810
AWN 2;0 BORS * + = * +
285 | ear0 750 490 240 810 260
(CPS) 5
500 4500 1000 +1000 2500 ++2500 5000 +++5000 .
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(vi)
2.42
DW
Ccw
Ca(OH)2 AW Ca(OH), NaOH KOH AWN
Ca(OH)2 NaOH KOH NaNOs

Al  Si p
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2.42
( mg/L mmol/L)
pH
ml Nat K+ Cazt | Mg?+ Si Al NOs-
1432. 185 | 0.88 | 14.4 18.3 | 0.27
DW 7 9.57 0.81 | 0.02 | 0.36 ND 0.65 | 0.01 ND
1233. 20.4 | 0.93 | 14.0 18.1 | 0.31
cw DW 4 9.64 0.89 | 0.02 | 0.35 ND 0.64 | 0.01 ND
1282. 21.4 | 0.91 | 15.9 18.2 | 0.29
DW 0 9.35 0.93 | 0.02 | 0.40 ND 0.65 | 0.01 ND
10.3| 209 | 182 | 0.63 123 | 0.15
DW 408.6 7 9.1 4.7 | 0.02 ND 4.4 | 0.01 ND
10.2| 200 | 185 | 0.63 114 | 0.16
AW DW 417.6 9 8.7 4.7 | 0.02 ND 4.1 | 0.01 ND
10.5| 205 | 189 | 0.61 120 | 0.12
DW 397.5 0 8.9 4.8 | 0.02 ND 4.3 |0.004 ND
10.7| 1011 19 0.33 | 0.03 | 227 | 0.12 | 240
DW 84.1 4 44 0.47 | 0.01 |0.001| 8.1 |0.004| 3.9
bw | 69.0 10.6| 775 19 0.96 | 0.14 | 251 | 0.14 | 290
DW - 9 34 0.48 | 0.02 | 0.01 | 8.9 |0.005| 4.7
AWN [ AW 260.4 12.4|55250| 3000 | 10 0.06 | 101 1.9 |13000
N ' 8 | 2403 | 77 0.25 |0.002| 3.6 | 0.07 0
DW - o64.0|125|73000( 3550 | 8.1 | 004 | 57 | 1.4 |00
AW | AWN ' 2 | 3175 | 91 0.20 |0.002| 2.0 | 0.05 2258
N
AW 731.4 12.4|55000| 2830 11 0.40 78 8.1 |16000
AWN | N ' 6 | 2392 | 72 0.27 | 0.02 | 2.8 | 0.30 0
- DW 11.9|15500| 648 2.3 | 0.20 68 4.6 |35000
DW1l72.4 8 674 | 16.6 | 0.06 |0.008| 2.4 | 0.17 | 564
12.4163200| 2832 | 1.9 272 10 |[17000
AWN 584.0 2 | 2749 | 72 0.05 ND 9.7 | 0.38 0
AWN 2564.(12.4|54500| 2500 | 41 0.04 12 2.3 |16000
0 8 | 2371 | 64 1.0 [0.002| 0.42 | 0.09 0
DW 6.95| ND ND ND ND ND ND ND
13.1|18750| 1405 | 153 16000
AWN 1 816 36 3.8 ND ND ND 0
ND 2.20
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2.3
(1)
)] CwW
DW AW pH13.2 AWN
AWN
i) CW 5.0 8.0E-13(m/sec)

5.0 8.0E-13(m/sec)
7.0E-13 1.0E-12(m/sec)

AWN
1.0E-11 3.0E-11(m/sec)
Na
iii)
Na Ca
(2)
i) Na
Cw Ca AW K Na
X
ii) DW
AW AWN AWN
iii) CW AW DW
iv) AWN DW

AWN
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AWN
AWN
AWN
v) SEM
Vi)
CwW DW Ca AW
DW K Na K Ca AWN DW Na
Ca AWN AWN a
vii) AWN
AWN
DW CW AW AWN
DW AW AWN 20

AWN
AWN DW
AWN AWN AWN DW

AW AWN
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3.1
3.1.1

(1)

3.1 3.2
3.1

Vol. %

36.0

30.7

18.6

Plagioclase 8.0

3.3

Fe-Ti 0.1

3.5

100.2

3.2

Wt %

Si02 69.7
TiO2 0.13
Al203 11.75
Total Fe 1.17
Fe203 1.27
FeO 0.36
MnO 0.05
MgO 0.38
CaO 1.57
Na20 2.92
K20 3.12
P205 0.01
H20+ 6.42
H20- 2.34
Total S <0.01
S03 <0.01
CO2 <0.01

3.3
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Epidote  epidote clinozoisite end-member
Clinoptilolite
laumontite plagioclase Na (albite)
3.3
Formula Vol % cms3
( cmd)
(47.86) Si1.21Alo0.24Mgo.01Ca0.03Na0.1Ko0.070254(OH)o.74 | 46.2 45.35 0.95
(134.27) K 33Mg.33Al1.67S14010(OH)2 10.2 10.01 0.08
Epidote
[clinozoisite] CazAl3Sis012(OH) 10.2 10.01 0.07
(136.2)
(22.69) SiO2 3.3 3.24 0.14
Clinoptilolite
[laumontite] CaAl2Si4012:4H20 18.6 18.26 0.09
(207.55)
Plagioclase
[albite] NaAlISizOs 8.0 7.85 0.08
(100.25)
3.5 6.81
3.4
laumontite clinozoisite
epidote clinoptilolite
Fe
laumontite clinozoisite
epidote clinoptilolite
Fe
3.4 EQ3/6
Al CASH
katoite
CASH
Al
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pH
. Q
rate =k, A(@,,. ) [ X (3.1)
ko pH=0 (mol cm-2 s1)
A
N
Q
pH n Walther (1996)
(Huertas et al. 2001) epidote (Rose 1991) (Knauss and Wolery
1988) laumontite [for clinoptilolite] (Savage et al.  1993) albite (Rose
1991)
86.4 cm?
rate = k.A(l—gj (3.2)
K
k (mol cm-2 s1)
portlandite gyrolite katoite tobermorite brucite chalcedony
1014 mol cm2 s1 analcite leucite muscovite
scolecite 1018 mol cm2 st ( Savage et
al. 1992 2001)
(Savage etal. 2001) analcite
70°C pH10 4x1015 mol cm2 s
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3.4 80
Leucite Savage et al. (2001). ‘datal.com.R10’ database (Wolery
1992)
Log K
EQ3/6 | Log K
Si1.21A10.24Mg0.01Ca0.03Na0.1K0.0702.54(0OH)0.74 +
0.97H+ = 1.21Si02(aq) + 0.24AI3+ + 0.01Mg2+ + 0.03Ca2+ + - -
0.1Na+ + 0.07K+ + 0.85H20
K.33Mg.33Al1.67Si4010(0OH)2 + 6H+ = 0.33K+ + 0.33Mg2+ i i
+ 1.67AI3+ + 4Si02(aq) + 4H20 0.8656 | -0.8656
!Epldqtg Ca2Al3Si3012(0OH) + 13H+ = 2Ca2+ + 3AI3+ + 3Si02(aq) + 302539 | 30.2539
(clinozoisite) 7H20
SiO2 = Si02(aq) -3.2386 | -3.2386
Cllnoptllo_llte CaAl2Si4012:4H20 + 8H+ = Ca2+ + 2AI3+ + 4Si02(aq) + 80751 | 80751
(laumontite) 8H20
P'g'boict'e"’)‘se NaAISi308 + 4H+ = Na+ + Al3+ + 35i02(aq) + 2H20 0.9311 | 0.9311
. Na0.96A10.96Si2.0406:H20 + 3.84H+ =
Analcite 0.96Na+ + 0.96AlI3+ + 2.04Si02(aq) + 2.92H20 3.7990 | 3.7990
Brucite Mg(OH)2 + 2H+ = Mg2+ + 2H20 13.2984 | 13.2984
Celadonite KmgAISi4010(0OH)2 + 6H+ = K+ + Mg2+ + Al3+ + 4SiO2(aq) 49165 | 4.9165
+ 4H20
Chalcedony Si02 = Si02(aq) -3.0097 | -3.0097
Gyrolite Ca2Si307(0H)2:1.5H20 + 4H+ = 2Ca2+ + 3Si02(0) + | 5 5904 | 20,2094
4.5H20
Katoite Ca3AI2H12012 + 12H+ = 3Ca2+ + 2AlI3+ + 12H20 78.9437 | 60.9437
Leucite KalSi206 + 4H+ = K+ + Al3+ + 2SiO2(aq) + 2H20 3.2408 | 3.2408
Muscovite |Kal3Si3010(OH)2 + 10H+ = K+ + 3AI3+ + 3SiO2(aq) + 6H20| 6.4623 | 6.4623
Portlandite Ca(OH)2 + 2H+ = Ca2+ + 2H20 19.0595 | 19.0595
Scolecite CaAl2Si3010:3H20 + 8H+ = Ca2+ + 2AI3+ + 3SiO2(aq) + 98512 | 98512
7H20
Tobermorite | Ca5Si6H21027.5 + 10H+ = 5Ca2+ + 6SiO2(aq) + 15.5H20 |57.0430 | 57.0430

-69-




JNC TJ8400 2003-068

(2)

3.5

Log ko n
(mol cm=2 s1)
-17 -0.6
-19 -0.6
Epidote -19 -0.6
(clinozoisite)
-20 -0.6
Clinoptilolite -14.5 -
(laumontite)
Plagioclase -20 -0.6
(albite)
Analcite -20 -
Brucite -16 -
Celadonite -20 -
Chalcedony -16 -
Gyrolite -16 -
Katoite -16 -
Leucite -20 -
Muscovite -20 -
Portlandite -16 -
Scolecite -20 -
Tobermorite -16 -
3.6
3.7
3.6 (mol m®)
‘AW’ | ‘AWN'’
Na - 0.17 | 2.36
K - 0.16 | 0.13
Ca - 0.001 | 0.001
NO3 - - 2.39
pH(@25°C)| 7.00 | 13.2 | 129
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3.7
Log K
80 °C
Al3*
Al(OH)« Al(OH)s + 4H* = AI3* + 4H,0 17.4666
Caz
H+
K+
Mg?*
Na*
NaHSiOsq | NaHSiOzag) + H* = Na* + SiOzaqg + H20 | 7.9452
NO3z
OH- H* + OH- = H20 12.5977
Sioz(aq)
HSiOs HSiOz + H* = SiOzaq) + H20 9.2653
3.2
3.2.1
3.1 34
Batch experiments: evolution of pH Batch experiemnts with tuff: Ca
14 u Run 1AW 50 -
13 Lome e ene e 00 = Run 2-AWN s
12 Rnaow 540 A - DW-12
11 4 * Run 5-AW = 35 - AW-12
T o] oo A2
94 = ® Run 8-AWNH S 204 AWNH-12
s Run 9-AWNH é 15 -5 AW-4
7 § 21 e R [ oowa |
6 ‘ 0 6= B—h/— 5 —f |
0 2 Time / dat¥ 84 0 10 20 30
Time (days)
31 (1): pH 3.2 (2): Ca
Batch experiemnts with tuff: Si Batch experiemnts with tuff: Al
400 80
= 350 oW1 = 70
> _a—Ha_ e DW- > | ——DW-12
‘i’ 228 i FA. W - AW-12 % gg - AW-12
2 oo AWN-12 S g Y AWN-12
g AWNH-12 g 40 [] AWNH-12
§ 150 - - AW-4 S 301 -B-AW-4
§ 128 / o DW-4 § 20 1 o DW-4
1 O 10
ort o —¢ ‘O ° 0 g{ 6 -0 Py
0 10 20 30 0 10 20 30
Time (days) Time (days)
3.3 3.4
(3):Si (4): Al
3.1.1
3.4 3.5
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muscovite

Muscobite

270 mg/l
320 mg/l 70 mg/l

3.10

Katioite

3.2

3.5

70

3.6

10
3.10

mg/l

CASH

illite
pH 3.1 35
13
3.7 3.8
33 3.4
Ilite Muscovite
CASH
Brucite
Katoite
Ca
Katoite
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PH Cat+
14.0 1.00E+00
13.0 1.00E-01
12.0 1.00E-02
11.0 < 1.00E-03 [
— ©
;
T 100 JE % 1.00E-04
f=
9.0 S 1.00E-05
8.0 1.00E-06 |
7.0 1.00E-07
6.0 1.00E-08
0 20 40 60 80 100 0 20 40 60 80 100
time [day] time [day]
(2): pH (2): Ca
Al Si
80 400
70 350

o
o
w
o
o

< 50 T 250 |
2 Nl |
g —a| | g
X :
o 30 S 150 |

2 100 |/

=
o
a1
o

o
o

0 20 40 60 80 100 0 20 40 60 80 100
time [day] time [day]
(3):Al (4): Si
Tuff
4.5 1
) 09 —— Analcite
35 08 Brucite .
= 3 —&— Tuff . 07 Celadonite
£ 2 Chalcedony
S Montmor-K £ 06 :
% 25 Clinozoisite % Gyrolite
E 2 \ *— Quartz £, 05 —%—Katoite
o o L ;
§ 15 \ —e— Laumontite § 0.4 | Miuscclzt)iite
i booot— |
' | ——Albite | 03 0008 _
1 \ 'X’W Portlaqdute
02 ——Scolecite
05 01 Tobermorite-11A
1000000000 |
0 0 !
0 20 40 60 80 100 0 50 100
time [day] time [day]

5):
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3.2.2

3.11 3.15
3.11

Ca Al
3.15

Si

3.13 3.14
clinozoisite
28
Ca Al
3.15

pH

Si

-74-
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3.8
[ ] [m2/y] [m] [mly]
3CTnx5C 10 0.414 80 1.00E-03 | 0.003 0'03051
[kg/m3] | [ 1 [m]
1000 50 10
3.9
[mol/m2/y] [m2/g] [mo]" m3
Glass 3.16E-09 1 1 -0.6 8.19 5657
Montmor-K 3.16E-08 1 1 -0.6 8.19 445
Clinozoisite 3.16E-08 1 1 -0.6 8.19 434
Quartz 3.16E-09 1 1 -0.6 8.19 852
Laumontite 9.98E-04 1 1 -0.6 8.19 525
Albite 3.16E-09 1 1 -0.6 8.19 468
Analcite 3.16E-07 - - - 8.19 0
Brucite 3.16E-03 - - - 8.19 0
Celadonite 3.16E-07 - - - 8.19 0
Chalcedony | 3.16E-03 - - - 8.19 0
Gyrolite 3.16E-03 - - - 8.19 0
Katoite 3.16E-03 - - - 8.19 0
Leucite 3.16E-07 - - - 8.19 0
Muscovite 3.16E-07 - - - 8.19 0
Portlandite 3.16E-03 - - - 8.19 0
Scolecite 3.16E-07 - - - 8.19 0
Tobermorit
e-11A 3.16E-03 - - - 8.19 0
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3.10

[mol/L] [mol/L]

H+ Davies 4,78E-07 1.44E-12
Ca++ Davies 0 0.001
K+ Davies 0 0.16
Mg++ Davies 0 Neumann
Na+ Davies 0 0.17
NO3- Davies 0 Neumann
Si02(aq) Davies 0 Neumann
Al(OH)4- Davies 0 Neumann
OH- Davies - Neumann
Al+++ Davies - Neumann
NaHSIO3 Davies - Neumann
(ag)

HSIO3- Davies - Neumann
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pH( 25 )
120 1.00E+00
115 — 1.00E-01 e OH-
11.0 W NaHSiO3(aq)
1.00E-02 ©
10.5 :S|O3—
= 1.00E-03 ke
100 r
- % [ —x— Cat++
T 95 ——pH £ 1.00E-04 K+
= —+—Mg++
9.0 1.00E-05 — Nat
85
1.00E-06 ——NO3-
8.0 —e—Si02(aq)
75 1.00E-07 —=— Al(OH)4-
7.0 1.00E-08 : :
0 5 10 15 20 25 30 10 20 30
[1] [1]
Tuff Tuff
6000 900
800
5000 —
700
g 4000 'rg 600 —=— Montmor-K
% )o 500 K R—H—X Clinozoisite
£, 3000 E w0 1 Quartz
~ —%— Laumontite
2000 300 / —e— Albite
200
1000 /
100 ./
0 o Lnn no_
0 0.005 001 0.015 0.02 0.025 0.03 0 0.01 0.02 0.03
[m] [m]
1200
1000 —+— Analcite
—%— Brucite
g 800 Celadonite
% Chalcedony
E, 600 //\ —o— Gyrolite
=t Katoite
400 / \V4 \\ Leucite
Muscovite
200 % X
S Portlandite
0 ANVERVER RS . U —— Scolecite
0 0.01 0.02 0.03 L——Tobermorite-11A
[m]
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3.3

3.3.1
1)

Si Al

Muscovite (lllite)

(@)

Si
CASH

far-from-equilibrium
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flow-through

pH
flow-through pH
Si
(3)
pH
pH
3.3.2

(1)

flow-through

13

pH

ATEM
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pH

(2)

pH
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