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Measurements of distribution coefficient for Sn, Pb and Th
on sand stone and tuff in saline type groundwater

(Research Document)

Toshiyuki Nakazawa", Kenichi Okada", Masayuki Muroi"
Masahiro Shibata”, Tadahiro Suyama”, Hiroshi Sasamoto”

Abstract

Japan Nuclear Cycle Development Institute (JNC) has developed the sorption database for

bentonite and rocks in order to assess the retardation capacities of important radioactive elements in
natural and engineered barriers in the H12 report. However, there are not enough distribution
coefficient data for radioactive elements in saline type groundwater in the database. Sn (tin), Pb (lead)
and Th (thorium) are important radioactive elements for performance assessment of high level

radioactive waste disposal, thus we carried out the batch sorption experiments for these radioactive

elements on sand stone and tuff.

The experiments for each radioactive element were performed on the following conditions;

Sn: Kd measurements using the solutions (distilled water or artificial sea water) reacted with sand
stone

Pb: Kd measurements using the solution (artificial sea water) reacted with sand stone or tuff

Th: Kd measurements using the solution (artificial sea water) reacted with sand stone as a function
of carbonate concentration

The results of experiment are summarized below;

In the case of Sn, Kd were 0.4-1 m’/kg in distilled water type and approximately 1 m3/kg n
artificial sea water type. And also, Kd was 0.3 m’/kg in artificial sea water adjusted pH 12. In
artificial sea water type, it was suggested that Kd decreased with pH.

In the case of Pb, Kd were approximately 2 m’/kg on sand stone and 4-10 m*/kg on tuff in artificial
sea water type. Kd on tuff was a little larger than that on sand stone. There were no distinctly
differences depending on solid-liquid separation methods.

In the case of Th, Kd was approximately 1-8 m’/kg in artificial sea water type. On the other hand,
sorption of Th on sand stone was not observed (i.e., Kd = 0 m’/kg) in high carbonate solution. It
was estimated that low Kd in high carbonate solution might be caused by speciation of because Th
could form the anions in the solution such as hydroxo-carbonate complexes and carbonate
complexes.
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1 <22 <13 7.6 0.8 <20.2 2.8
WE | 2 <22 1.5 7.6 0.7 <204 1.8 2.2+0.3
3 <22 <13 7.5 0.7 <20.0 20
1 67.5 47.0 13.5 0.5 1425 143 .4
BEIRE | 2 69.7 48.4 13.7 0.5 146.5 143.8 144 .2+0.6
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TAHIBL, A% pH=12 ({28 T5 ATHEAL L1z,

#F—4 ASTM BT X B3 AT A DKL

ID%as BE (ppm)
Cr 19,990
SO,* 2,768
HCO 144
F 14
Br 69
BO;> 26
Na* 11,028
K* 397
Ca** 418
Mg* 1,328
Sr** 61
pH 7.58~8.07

(F) pHOBIZEEIZ8 & LT, FBEREICSITHERS
DOEEEIT+5% & LT,

K5 ATLHEBAOREZHWERE

No. R AR

@® NaCl ek (BEHALF)
® Na,S0, ek (BEH L)
©) MgCl, * 6H,0 etk (FnYeAizE)
@ CaCl, Rk (Fryeiti)
® SrCl, + 6H,0 ek (BEERALS)
® KCI Rk (B HAES)
@ KBr iR (BIs L)
H;BO; Ye—#k (FoAizgs)
©) NaF itk (Fn e Aise)
NaHCO; etk (BaFLF)
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VB~ FN) 7 R2F -8 BIUVE—9FT,

£—-7 FEBBEIED O O E RN

EH NE
RERF R Ry FiE
cBaw (BE) - ARY Tu L oA (100mL)
%%tk |Sn, Pb, Th -

- VIR

ABRIAIR

R (R &)
HEinE
HER IS
FRERHAR

EL >
0 E LI

[ 53 i
(£—85M)

SIHTIER

- Sn; 84x10°M, Pb; 9.7x107 M,
Th; 1.0x10%M, 1.0x10°M (G5 /eELEE)

ATk (Sn,Pb,Th) - ZEEA (Sn) &EmRE L DRIGER

8 (BE%) , 12 (SndDF, NaOH TIFHEK)
- 2.3x10" mol/L : NaHCO; CF# (ThD &)

s (BEE) BLOEKE (KAE)

+ <250pum

100 mL/g (100 mL/1g-E5iRE &)

iR (~250C)

EEArH 2 (0,< 1ppm, EHEKHIE /7 o—T Ry 7 ZARN)
1A E '

BRI &S 5 (960 rpm)

2[=]

@ i‘%‘/b%%ﬁ ; 3,000 rpm, 3057‘
@045yumA T T T AN F =y ME
@ MWCO 10,0000 A3 ; 7 4 M H 2=y ME
pH# X O ; 45 A Bk ' |
LDIRERIBEL ; [REEA A L BMEE (ThOH, D.L.=3x10" mol/L)
TREE  FEREG 7T A~HEESE (ICP-MS)
* Sn ; D.L. =2x10"" mol/L
*Pb ; D.L. = 1x10° mol/L
*Th ; D.L. = 1x10"° mol/L
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- 3,000rpm, 30 %3 TAVEazy Mk T4 Wpazy Mk
= TIVIEEE - BiAME PTFE | 7AMIBHE ;& V9wvky
S8
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#F—9 SEFAEANERBRO MY 7K
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TT# Bk &R —
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N NTHEAK 21 21
Sn = ' ' :
FREEK 2 15 —
- = ,*Iﬁ* 2# —
EEIK A ALK 2 -
ANTiEK 24 —
Th WA e i 1
ANTHK (BREEEE) 2 {4 -
*NaOH T
@ BIEFIE

a) TERICHIE

DEARERERBRI B T LB RTROMBRELRET 5720, 122

ARSI D

) CERLL - B A AV CGEEAFMEID S IEERIE 21T - 77,
BHIRIZ Sn, Pb, Th DA N v 7 EREFNFNAIEOHIBEIZ/RD LM LT, 7
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FTORMERTEELZSEL L, BHRERRIISTIETROPHREL LU OHRE
CHWEA Ry ZEEEE 10107 T, ThiZOWTOEREBEE (NaHCO;=2.3x10"mol/L
) ORBTCIHIBMENES RDIENTHRINDZ 00, TIHBRELZ ATHEKLY 1
HimiV 1.0x10™ mol/L & L7z, HMEORHED pH ZHIE L, BMMATE KESEBHLTW
72356, pH ZEMaio pH CRBECRD LOF/ELE, 1, 2, 3 BBLC 1 » A%,
MWCO10,000 D[RS ABEFTVY, AT O b L —HTRBEL ICP-MSIETHRIE LT, 1 »
A%OTF—2 L0 SEURERIEICRB T 5B TROVBE LR E L,

F—10 WRERBREMG

JNC P e e
% AR 2 by 2 i ()
(mol/L) (mol/L) (mg/L)
BT e FAE SRR, 1000 mg/L (3.0M HEFS)
Sn 5.0E-6 8.4E-6 1.0 o
FoYAHGIE
JE IR Y FAE YR, 1000 mg/L (0.1M f§HER)
Pb 6.0E-6 4 8E-5 10 B}
E5h: =g e
- 0.0E.8 1.0E-5 2 23 ThO(cr) % #E RSB THIIR - 78MR L 7-1%, ZEEEK
1 . -
1.0E-4% 23 THEIRTHZ LI E 0 /Bl

V)82 WY E &, WACRH FAZRE L7Z5E0
AU R A R BB OV R R E A
2) 1 ATHIKIZIST B I
3) 0 NLHEAK (FRIREEISEE) (1241) 51 E
b) SrELAREURIE

SEABOBRSG 70— 2K -5 1287, RBIIN Yy FETITo72, mMT 25 hr—¥ xR
OFEBE Y, RIEOEMEREIZB T 2 IGERER & Rl —&REOERICKT T 2 R ERER
DRERNHLIRE LT,

RY 7a L RRICER U RBRER & B AR 2 R E L 100 mL/g THf S &, —
BRIRE 5 S¥7-, EEO pH B L Eh 24 7 ABMBECHER, BEHRERBRLIVZEL
THHREL 2D L) FL—FRFREEOLA by 7 IERETRML, RERRBE Lz, AR
BtAT%, 1 BAMIRE 5> CREIEL 5 (60rpm) 7=, 1 HE&E%, =058 (3,000rpm,
3049),045um A 7T T 4 VE —D A, MWC010,000 DR A% L U — X TIT,
BEEPO b —VmRBEL ICP-MSIETRIEL, 72, WO pH B LIV EWET T
A BRRIECRIE L 7=,

BBE~OINEELXRET L7290, RBETROBRRELE CTHRE L7, EHFIIRBRKTE
DOFEZFIMEL UILEEE%E 100mL FNL, —BERIRE SBTIESL 5 S8, BAEKR+TO b
V—YuRIBE L ICP-MS IETRIE L7-, 723, Widiks L TiE, Pb, Th ORERTIX 3M-

_11_
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WEE %, Sn ORERTIEL, MERICMED Sn BE TN TV L ARMEDNDH 5 2 L7 H IM-ERR T

A7z,

BENEOTEREE QR ERE, »BROBAAPFDOTRRES L UFH QP&

O EHE L 720

BE®EFLTRERS)

EH®

FSEIHEARYIR
ArBES (0,<0.1ppm)

M:E‘Zﬁeiﬁﬂg\/ V- AR 0 A 100mL

BERMEIVTOELUHER)

pHRIE | <—— | 1BRIRES | @ERIRES(60rpm)
RIGEM(B):T=0 | hL—Y O c,
pHRIE | «—— | LERMIRES | EERIRES (60rpm)
RCEE () T=7 SRR > | ABREFROEIRES
|
T B UL Iy Ivymr— > ¢,
L
ZiB045 U mAYTTUTNE) | ——> | Fo—mERE | > C,
5if (MWCO 10000) | —————> | FL—HRERE | > C;

!

HEFRHOES

Kd=(C,—C)/C;-(V/M) - 107
Kd: HEFRE (m3/ kg)

M-5 SERARONE 70—

- 12 -
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@ DEMRE (Kd) OFEH
Kdix, & (1) LR, 22k, BHERIZANy 27 7F7 00 RELTRHERSRTHEDE
HBRLNTBECRBR TRICTREOERE~DOIWNENRRONTHE, AR ~ONER
EWIELTKdZEH LT,

Kd @ 5EM4RER (m’/kg)

Co : RICER#EEF (T=0day) ORIEPOHIHRERE (mol/L)
Ci : RISHTHE (T=7day) DOWEFHEFOTHEEE (mol/L)
Vo BROEHE (mL)

M . BEMHEOEE (g

a) w7779 F (BG) DOMIE

RHERIZ BG & LTRIERRTFEOREN R ONHE, BG DEEY Cps b T5 L,
FOSBASARE (T=0day) OEART OYIHIRERE Col3 C) =Co +Cpe LFHETE 5, Lizi-
T, 0L EoEREITR Q) TEHLE,

Kd, = = — >

b) BEEE~DILFE DOHIE

BB TRICTROBRRE~DOIE N R ONT-IHBE, BRBEESRTO®REY C, LT3
&, RUSRARERE (T=0day) RO YIHIREREIL C) =Cy—C, LFMETE 2, Li=dio
T, ZoLEnBffaEER 3) TEHLE,

Kd, = QLg_Q;x %fx 107
(Co - Cu') - C V -3
— ! X — X 10 ........
c ©

C) BG B LUFREE~DINEDOHIE
BIFEMRITHFEN BG BLUBERE~DOWEOTMENR SNLBE, Lo a) B5LUb) »

_13_
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SIEF OB EREIL C) =Cy+Ce—C, EFHETE S, LR 5T,

DL E R
i (4) TEHL,

Kd, = Lo = G

X L/_ X 10‘3 ........ (4)
C M

,14,
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3. RBEER

3.1. BRREREER
BRERROBRER -1~R-1BIIFRT, BRERBRTOETREROBELEL LK —6~
K —8 IR d, Fz, FLHRD 28 BEROEMERBRE RS LB HRPOETHRRERR
(R—6 28) OF—# %1 L2 PHREEQC (Parkhurst and Appelo, 1999) #HWTHTHED
BRELHELEHEREN-I~R—17 IR T, 2B, BHREOHEIIO-> TENFT —
ZiX, Yuieral (1999) TELOLNZT—F~X—X (JNC-TDB) # M\ 7=, LLTFIZ Sn -
Pb - Th DFEMEREBRIZOVWTEL T L O D,

© Sn OFEHEERIER R

Sn BEDRERFELZ K —6 (IR T, SniBEIL, £TOREKREHFIZEWTRBREHMOR
eI THERR RGN, ATEKEWEDORKNEROEE (Case 1), 7TABE TIZ
ROBRERBVPRGIL, TO%, BAOEMAITBESHERoT, —F, HEKEWEDORE
IR OGS (Case2) 1%, REMIM 28 C TREOMICEL LTEY, W Case 1l DFA L
HE L TREROMICELTWD LE X bz, BHKO pH i Case 1 TpH =8 2, Case 2
DA T pH=9.6 2, pH=12 IZFHE L 7= A TH#EK L B ORISER DB E (Case 3) Ti,
IEERE L pH =12 ThHoTz, WTFhosr—2 (BHIK) 2o\ ThH pHIZ, KBRS
ICREREIT /2 EE LTV, Ehid Case 1 3 X (X Case 3 TiE+100~+200 mV ( vs. SHE),
Case 2 TII+300 mV FEE L Case2 D573 Case | 8L U Case3 LD HoREmVMEE 2o 77,

28 A& D Sn X, Case 1 TIHERLRNRT Y X2H Y 10°~10" mol/L (—9), Case3 T
12 2x10° mol/L (B —10), Case 2 TiZ Case 1 1ZH~_TE < 3x107 mol/L (R—11) Th - 7=,
E—9, K—10 L OE —11 (27K L728RIT SnOy(am) & VERE HIFREHE & E L7254, 2
FFFE LV RDT- Sn OEMEL, BatEl D pH=8 18 F Ti& Sn(OH)4(aq) 23 & o X Bl
bR L7220, ZOEEIX3x10® mol/L LI1FF—ETH 5, pH=8 LUETiZ Sn(OH)s &
U Sn(OH)s” DAERKIT L ¥ pHITHETFE L CIEMENR LRI %, Case ] TORREERLZE”—9
WZESTIE, REETO Sn OXEALFEFEIL Sn(OH)4(aq) T 5, Case 3 TOFER &R LT- K —
10 T, ABRREFERRE O Sn OEMEICKERBEVAAE L, Z0 L XOXEE
&I Sn(OH)" THh 5, EMRERBRICEVTIE, & pH $EI T pH ITIKTE L 72 Sn DIEME D
ELIZR ST, FHAHEEIZIERI U 10  mol/L A— & & 72 -7, Case2 TORRAR L
H—11 12 &S50, R TO Sn OXELFREIL Sn(OH)s ¢ Ex 6D,

ABRER LR ERBR L O Sn OEMEICRERBEVYPAE CZEB L LT, flAiEEAV b

BREIZH\ T Sn OFMRE N RO N ZTF — 2 b FRENAEL Y KBNS 2B D
ENZEZX D (Ochs et al, 1998 ; Lothenbach ef al., 2000), Lothenbach er al. (2000) 1%, &

_15..
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-1 BHEKICHT 5 Sn OBBERHERSR

RBR S GIMTHRE R

_— 13 i * FIH e B N B SIMTAE oH Eh
&4 A (mol/L) (mol/L) (mV)
M= AT - 7.9 +218

wEr | - | 19 | a7

L ovem | emes | w2 | ne
2 HH 1.1E-07 8.0 +183

3@ER | 4eB-08 | 81 | +161

@ é 8 SE.05 C4mm | 37B-08 8.3 +175
= ﬁ b | — 7.9 +220
% - 78 +218

, C1Em | 35B07 80 | +162
2 JH M 3 1E-07 8.1 +179
3@M | 12807 $1 | +l64

4@ | 1007 | 81 | +170
M- a0 - 12.0 +199
s - 120 +207

. 1R 32B07 | 19 | +130
A 2 A 1.1E-07 12.2 +161
%% 3R 1.7E-08 120 | +14s
- 0 X 8 SE.05 4 A 2.9E-08 12.0 +140
Gl o =SSR - 12.0 +200
g CmEE - 120 | +208
) 1 33E-07 19 | 4133
2 /M 9.3E-08 12.1 +163
33 10E-08 | 120 | +148
4R 1.5E-08 12.0 +144
= BRI AT - 9.6 +419
1% - 96 +343
1 CUEM | 20E-06 95 | 4352
2 1.6E-06 9.7 +322

C3EM | 48E-07 | 96 B
7 g 8 SE-0 4 JHH 39E-07 9.6 +309
- K N AT - 9.9 +418
% = 9.7 4336
) 135?51 7717,177E-70§7” 96 » "%356
2 HfH 1.3E-06 9.8 +326
3 AR  42E-07 07 | +307
a@m | 33807 | 96 | 4311

*: JREE 100 mL/g T 1 ERRHE, 045um AT T 07 4V H THIE

~16_
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X—12 BHEKICXT 5 Pb OB MERERR

AR BTG R

e ?%tﬂ‘i&"*‘ EAEY- 3 . e Sy HTE oH Eh
] {4 (mol/L) (mol/L) (mV)
M-I - 8.2 +251
R - 8.1 +253
| 1 JEH 2.2E-06 8.0 +228
2 1A 2.1E-06 8.0 +225
3 JHH 2.3E-06 8.2 +232
i é 48E.05 4 JE 2.2E-06 8.3 +240
= g% ' byt FR AT - 8.2 +252
% - 8.1 +253
) 1 181H 2.2E-06 8.0 +232
2 M 2.2E-06 8.1 +226
3 2.3E-06 8.2 +231
Pb 4 A 2.1E-06 8.3 +232
M= BT - 8.2 +249
FFe % - 8.2 +251
. 1 JH R 2.1E-06 8.2 +236
2 1AH 2.1E-06 8.1 +228
3 1A 2.4E-06 8.2 +226
}% % 4 8E-05 4 ¥R 2.3E-06 83 +225
&l K Mo BANRIT - 8.2 +248
FH% - 8.2 +251
) 1 78 1.8E-06 8.2 +237
2 A 1.8E-06 8.1 +229
3 2.0E-06 8.2 +228
4 J [ 1.9E-06 8.4 +225

*: fREL 100 mL/g T 1EMRHHE, 045um AT 507 4V E TAIR

_17__
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#F—13 BHKIIXT 5 Th OBRBEREREE

RS GIMTRE R

- ‘Etﬂi&‘*m AT . - S HTE oH Eh
A kA8 (mol/L) (mol/L) (mV)
M= BRI - 7.8 +241
P - 7.6 +239
. 1 9.8E-09 7.7 +241
2 JAR 8.4E-09 7.6 +245
3 8.1E-09 7.6 +245
@ % | OF-05 4 JH A 1.0E-08 7.6 +278
= ﬁ N Y I — 7.8 +240
FHE% - 7.6 +241
) 1 4 1.6E-08 7.8 +238
2 A 1.3E-08 7.6 +248
3 T 1.1E-08 7.6 +248
Th 4 A 1.2E-08 7.6 +275
M= ES A - 8.2 +247
I — 8.1 +245
A | 1 1.2E-04 8.3 +226
L 2 A fH] 1.2E-04 8.3 +219
ﬁ 3 AR 1.0E-04 8.3 +232
i = | OE-04 4 JH A | 9.2E-05 8.4 +225
= o b AR - 8.2 +243
i‘g % — 8.1 +244
i3 ) 1 3 [#] 1.2E-04 82 +224
2 J# 1.1E-04 83 +221
3 JAH 9.4E-05 83 +232
4 JH R 9.3E-05 8.4 +225

*WREEE 100 mL/g T 1AREBEEE, 045um AT T 0T 4L E THIE

F—14 CalSn(OH)|Z ZER L= HEDOATHEKICE T 5 Sn OWEMEEERER

B BEACES
RERAR pH | Sn(mol/L) T fif B | PR [ 4 X
ANTHEK 8 1x107 SnOy(am) Sn(OH), or Sn(OH)s”
7 . N
ATHA (H-12) | 12 2x1 O_8 Ca[Sn(OH)6](pre01p) Sn(OH)gz
2x10% | Ca[Sn(OH)e(cr) Sn(OH)s>

_18__
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SHEE (ol /L)

pH

Eh (mY)

10
O WE—-AIEK H
107 O #E—-AIi#EK(EH=12)
3 A BE-ZEEK
105 C X  ERTEE(DEREEE)
AN
10—6 : \\ W
3 ‘::3;?:::;_ S hr—h 3
107 i o N
E Ny 4 g
ot s ;é] 3
10 [ = N
09 F D.L 3
1 1 20 25 30
time/day
14 - .
- _ ]
121H = = = =
10 R . . —
a = =3 kN 7]
Jc S e 3
6 F ]
4 - ]
2 : n
0 B N
0 5 10 15 20 25 30
time/day
500
400 A\\ i
- T tr—. X ]
300 [ = e —A ]
200@% o - ]
- \E_______.——-—"“ = =t ig .
100
o b ]
0 5 10 15 20 25 30
time/day

B—6 Sn OWMEHERBRER (BRFEL)
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10° ,

107

ME—-ANIEK
BIRE-AIBK
R EE (D BCIRECEIE)

x OO

10°
107

107

PhiRE (mol /L)

10°®
107

10710

o N

O TT T III!YIE}IIIIIIII

pH
[p%] E-N D [ee]

o

500

400

300

Eh(n¥)

100

200 |

=

<
-

15 20

time/day

25

W)l 11 “ Ll tianng 449
o

L1l

5 10 15 20
time/day

25

TT 1T

1]

OrrTTT

tim

H—7 PbOWRMEIERBRER (BRIEE(L)
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ThifelE (mol /L)

pH

Eh(m¥)

104 — = — —
— Tt = il |
107
10 ‘\\\ﬁ =G
O WE-AI#K
1010 O f’/‘%—kl;ﬁﬂk(%m@) D.L.
x  FREME(ATEK)
A BEEERE
10712 {
0 5 10 T 20 75 30
time/day
14
12 | 1
10 E .
= = £1.]
: = F <
6 | .
N .
2 | .
N _ .
0 5 10 15 20 25 30
time/day
500
- ]
a00 | ]
A .
300 [ .
) a .= a9 ;
200 | = = = .
100 [ .
N i
0 5 10 15 20 25 30
time/day

K—8 Th OEMEHERBER (BRE(L)
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log [Snimol/L)]

log [Snimol/L)]

-10

-12

- O =R ]

E “/ﬁj; -* hﬁﬁﬂ[smg

- Total Sii ]

- Sn(OH).)(aq) ,_3—‘%/ ]

' ’ _A'snom)é ]

C S(OH); .- ’ :

2 4 8 10 12 14
pH

K—9 ATI#EKEBEORKIGER (Casel) IZx¥ 25
SnOy(am)DEREH AL L CBEREREE R

- O 3J%%ﬁ§ ]

: Total Sn

- saloH@g | N

[ Sn(OH){ .~ i

2 4 8 10 12 14
pH

K—10 pH=12 ICHEBLEZATHEAK LA E DORIGER (Case3)
X9 % SnOx(am)DEMEHEL L UBERERERERE
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0
-2

= -4

=

\h\\

e

= 6

=

<,

& -8
-10
~12

0
-2

= 4

—

"q__-

2

E -

-

ez

& -8
-10
-12

i O : EprfE ]
: Total-Sn
: Sn(OH).(aq) =
[ Sn(OH)y -~ i
2 } 4 8 10 12 14
pH
K—11 ZEKEBEOREEK (Case2) IZXT 5
SnO(am)DEREFHHEL L CBERERNERR
O EBE ]
: \\E :
i SO N - ]
- \ LY - . . . EB o
i N\ Sn(OH)s T )
- Sn(OHh(mN 7
2 4 8 10 12 14
pH

K—12 ATL#KEBDAEDOKIGER (Casel) IZx9 2
Ca[Sn(OH)g)(precip) DB EFHE B L AR ERI LR
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log [Snimol/L)]

log [Ph(mol/L)]

[ O ERE i
: y NG —+Fotat-Sm
[ Sn(QH) 3. L_.— S :
- “\\ \ i
i Sn(OH)s “ NG
. ‘. Sn(OH)((aq) A
2 4 6 8 10 12 14
pH
K—13 ATHEKLBEHORKGER (Casel) IZXT 23
Ca[Sn(OH)gJ(cr) D TEREHE B L OB RERERSF
- éﬁ -
- O ERE b,(OH)s"
. ':'Pb(OH){ i
: SO
E =
- Initial [Pb] 7
2 4 6 8 10 12 14
pH

X—14 ATL#KEDEDORKIGER (Cased) T D
PbCO; DEMEFAL L OCBBENERR
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log [Pb(mol/L)]

log [Thimol/L)]

b3(OH)s

[

TrorT TrIr i

+'Pb(OH); ]

Initial [Pb]

rQllll

pH

12

B—15 ATk & RS DORIGHER (Case5) T 5

PbCO; DEMEFHB X U BEHERERR

—
E-N

\ Total Th
/

Initial [Th]

LLENLIL LI

T T 5 T T | ) 0 O T Y T I

TrrrjrrrrT

AN

Lo nl IPF &% & aY
T'h(OT)5

A g

N||I|

4 6 8 10
pH

12

B—16 AT#EAELBEORGER (Case6) x4 5

ThOx(am)DHEMREHE L L UOBRRERNERE R

_25_
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log [Thimal/L)]

SENORES 1 :
E Th(SO4);™ Total Th ]
- = -
g V<M‘ Initial [Th] ]
X o .
- 4+ o - \‘ -
E Th': "\ Th(OH);CO; \\\\ ]
- A\(c D)5 ;
g / ]
B Oty :
2 4 6 8 10 12 14
pH

K—17 ®WREREEOANLEKLBEORKIGER (Case7) ¥ 2

ThOx(am)DEREHAB L UOBRHBENERL R
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AV PREO X D 2@ Ca BB, & pH B T, CalSn(OH)s] & 9 kDN T — & T
FEEINTWRVWIEEREMAERT D2 LICE D Sn OEREEN Ca DEE LARWVWRIZH
N, A~ HTET T 52 L 2MELTWD, ZDOBAED Sn DIFMEEIL, BiED Ca BER
pHIZ L > TENT 5,

AREBRIZEBIT2Em pHSEME (Case 3) TlIE AV FMBELIZIERLZ OO AN THEAKIZET
5 CalRENE -4 RLI-E 9124 400ppm (=1x107 mol/) & & A FOERLSTH B
WETUFA NOBRRICED CalBELRBEETHD, LIz -> T, Case 3 DEMTIE pH
L CaREDOBATIE, BAL M LB L CEMTPEL 2o 2EREEU L TH B L
R D, ZD®, pH OBEWEIE CTIEiEkR, pH B3E L 2251224 Sn DIAEES L+ 75
ETRENDD, BRPO Ca A4 EDORIEIZE Y Ca[Sn(OH)s]| 2S£ LiEE L7=7-9,
Sn DEEMEMET L7z EX Hid, £ T, Lothenbach 5 23 H L 7~ Ca[Sn(OH)s] D EA S
T2 aEBELT, BE Sn OBMEHEEZITo7-, FE THEM L7 Ca[Sn(OH)]|DEA
FTF—XIILLTFD@EY THD (Lothenbach et al., 2000)

AR O OVERREERER L 0 EH LB T —
Ca[Sn(OH)s](precip) — Sn(OH)s> + Ca?*
logKk = -9.85

- REFURID O OVERRERR L 0 EH L2 hET — X
Ca[Sn(OH)s](cr) — Sn(OH)¢® + Ca**
logK = -10.93

HEEREAER 14, 12 BLUOR—13 17T, BH—12 BLUR—13 »5H 58I,
pH=9 LL EIZ3BWTIX, #F72IZERE L 7= Ca[Sn(OH)s| N EAEEHIFREAR & 22 v, pH=11.5 F25E
FTpH KT L THEMENMET T 5, EAEFIFREFEA SnOy(am)?> 6 Ca[Sn(OH)s]~% 1k
15 pHIL 2 DEFEDOEANFT — ZIURFET 528, AR TV pHI R TH -
72, Case 3 {24175 Sn DUEMEEX, VEMEHIFREAEAS Ca[Sn(OH)s](precip)DHB4A, 2x107
mol/L #2 £ (M —12), Ca[Sn(OH)](cH)D B4, 2x10° mol/L FEE (M—13) L7220, fEkn
SnOy(am) Z VAR EHIREE & LI2BAEDOHBERRELY, 5~6 HEERTTS 2 LABES
iz, TOLE, pH=12 12817 5 XEYLFERIIE T2 <, Wb Sn(OH) & 72 -7,

Sn DEFRE ORBRAER L FHEMER & B L7254, Ca[Sn(OH)s)(cr) % VAR I FREFH &
LEZBROMBERR KBRS —H LT3 (K—13), ARBREM4TIE, ERLILER
fEaft L Ca[Sn(OH)sl(cr)Z AT A E TITIEE S TWAWVEEZEZ LA, WFRIZ LT
t Ca[Sn(OH)s] &\ 9 B /- RIEMEHIREMAZZET 5 2 L2k, L0 EREICEVEE
MREHED ZENWER, LIz -T, ARBRD Case 3 (pH=12 12785 L7- A Tk & b
DRISEEDEE) DEMT Sn OIEMRENEROHEBRIVIE RoERE LT,
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Sn S ATHEKRRD Ca A A2 & DRISIZE Y Ca[Sn(OH)|ANAERL L, T uAsyAfizEE IR FE g
Lozt LHELE,

© Pb DOIEREERIER

Pb IRE DA EZ R 7 1273, ATHEKEEDORIGERDEE (Cased) BEUA
Tk & BRSO FUSEIR DI5E (Case 5) OWFHICHWTY, REERBILE S 7 A Ei'(“
REBANRREONZA, Z0O% 28 BB £ TEEARD ST, 2.0x10° mol/L BETIF
ELmY, BEROEWNI L DEME~OEEIIFRD bNRh 72, Pb 1%);‘@20)@5#25{5 z
EDE, BRSO P BT AUNICEEISEL TV LE X b, BHKRO pH X
pH =8 2, Eh [3+200~+250mV Th > 7-,

WEllxt T 2RBER (Case4) BLOEMEHERERL R 14 (27T, EHEKEIC
TLRBIER (Case 5) BLUOEHEHERZRELZR 151077, N—14BLO0OR—151
SHVDERIC POCO; & ISMEEHIRREHE & L7534, BA/FMEHE L VRO 7~ Po OEME T
pH 7~9 £ T PbCOs(aq) ER P OZEULFERE L 72V, Z 0 & X DIERT D Pb EEIL, 19
110° mol/L & ARBRAER & HBHIR < —B LML 72 o7-, L7=735 T, PbCO; ASIEAREE
HIFREF & 720 Pb DIFMRE 2B L TV 5 LHEE ST,

%{lﬁ-

@ Th OVEREERIER R

Th REDERE A K —8 IR, ATHEKEWEDRIEEROEE (Case 6), AEM
467057 BEETOMTIMBRECRERDARONZNR, Z01% 28 B B ETH 1.0x10°
mol/L LIFIE—E ThHho7zZ Linh, 7 BFRETRENEEICEL TV LHESNE, B
HRIX, pH=7.6~7.8 2, Eh 3+250mV %%)#?z%;of:c

R IRBR IR FE D N LK & WA ORISIEIROBE (Case 7), Th A ITREBEMARM 238 U T4
1<10* mol/L. & 720, FIMIMEEE D & 25 s B, %nv‘—m?&;of:o L7=MoT, mIREEEBE
ZEIT D Th OFEMEIL 1x10" mol/L LA ETH D L Ex b, BHiKIL, pH=8~8.5 2,
Eh {3+200~+250mV TH -7,

Case 6 DFGORBRKERS L OEMEFHEBRELM—16 1R, £7-, BREEEDE
& (Case 7) ORBFEREL L OEMEHEFZRELZMN—171057T, B—16 BLUOE—17 155
SHUDERIT ThOam) % IEMRFEHIIREFE & U458, B3 E L v R Th OEME
BEtE~pH=5.5 fiT & TIE Th(SO) BEXEULFERE L 720, pH 03 < 72 D IC S AU AR 136
V4%, BT pH 5.5~12 T Th(SO.): 12t » T Th(OH»CO{r)S‘ﬂMt#@& 729, pH
=8 fH3 T 2x10° mol/L ThH ¥, = 2705 pH 12 12223 T 107 mol/L T2 F THEL /I
DI D, 28 BEOEMERBRIC J‘é%%lid’%f’*%kkbm 1.5 HifRERL oo TH D,
FHRAER & —H Lehr o7z, Case 7 DFE, RARE R L S ER RITHBH—FK L7 (M—17),
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32. KARRBIZRB I 20HMBEORE

30 TR SRR OBBERERBRICESE  KABECRBI ETROVBBRELRE
L7z, REM/EER-151Z7T,

Sn DHIHIEEL, 2 TORBESEICH L TERERBR TRAESN-E LRV EE

(Z=1x10% mol/L) XY HIEVMETSH % 84x10° molL (=0.001 mg/lL) %#%E L7,

Pb OHIHIREL, BMEOCEAMER LOHEMEEZESEL T, MLV ETEY 9.7x107
mol/. (02mg/L) #F&EL-.

Th OFFBREL, BRERBRLVIFRICEINDIRMBBEOE LY, EHREOEN
RESERDZEME, ZNENBNZIZRE LTz, Case 6 (ALK L DEDKGIER) T
i3, EBMEA EIZ 1.0x10° mol/L, Case7 (FpRELHEFE D A THEK & FMHEORISIRIKR) T
Case 6 LV & 2 HTRRE S\ 1.0x10° mol/L % AR L L CRE L,

£—15 KdRERRIZIBITIHERMNB TR OO BEEREME

. Kd BIERBR M PIHIREREME Co
E 4 HgE! [mol/L] [mg/L]
] ALK : Case 1 8.4E-9 0.001
Sn S T AI@R (lez) Case3 8 4E-9 0,001
W | #EEK : Case2 8 4E-9 0,001
P o= Alﬁ*,: Case 4 - 9.7E-7 020
BIRaE | ANL¥EK : Case 5 9.7E-7 0.20
- wa | ATk Case6 10E8 | 00023
= ANTigAK (BREERE) : Case 7 1.0E-6 023
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33. KdBIERKE
KdBIEREESFE 16 1277, LLTFIZSn+Pb+Th ® Kd IERRIZOVWTE L E LD D,

@© Sn D Kd BIEFRER

Sn DEFITHT B Kd BIEFRE R AKX —18 127" F, Sn O Kd iX Case 1 (ANTHEKEWED
FOSEER) T 1 m’kg FLEE, Case 2 (GEE/KLEMEORIGER) TiX04~1 m'/kg BB,
Case 3 (pH=12 \ZF8% L7~ A T¥E/K & BEDORISER) TiX 03 mkgBETH-7-, Kb
ETEEOEKERT O Sn BEIL, EODEE —045um A7 57 4 % — MWCO10,000 &
JERAITD Z ik » TR 2B Lz, 207, BERSBERIELIT 5 B8IC oEAEITR
&L eotr, BEWESBEFEC X DR OET Case 2 DBERR B RELS, ELDREL
MWCO10,000 TiE 2 ZFREEOENRE L, BRE~OIFZIR N7,

SHRERETHRD pH {3 Case 1 TiX 8 B2, Case 2 TIiL 10 2B, Case 3 TITHEBRAMIZTAE L
~pHR BODOEHIRONT, ROEETHoT,

Sn @ Kd @ pHARFEMEZH—19 1Z7RT, Kdid pH 3@ < 2251224, BT 2 ffm 5 R
BT, KdiZA—FTEATH LI REBIR ORI o7,

3.1 T _7=#%iZ, Case 3 Tl Ca[Sn(OH)| B IEMEERIREFE & 220, EHEEIXETL, Z
D & = FTEYLFEREIL Sn(OH) TH5H L EZDBND, —F, Case | OFE, XEMLFREL L
TIX Sn(OH), X° Sn(OH)s 23 & 2. b, Z DL ) ILFEFEDE VD Kd O pH (KRIFHIZHEE
B2 TWb EHEEINT,

1.0E+02 [
¢ ELHB
045 um
AMWCO010,000
1.0E+01 |
5 _
~N
o)
£ 1.0E+00 | 4 ¢ A ¢
_Ué i
¥ * * 4 Y
L 2
1.0E-01 |}
]'OE_OZ 1 1 i 1 1
n=1 n=2 n=1 n=2 n=1 n=2
BWE— ALK A —EBK BE—-ATEKPH 12)
Case | Case 2 Case 3

X—18 Sn OWEIZHT 5 Kd JIEREF
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1.0E+02 [
BE-ALEK
| B — B
1.0E+01 |
i l B — ATHK(pH 12)
"o ,
'Y
> ' = *
“c JNC(ZR 52 f8) ’ l
£ 1.0E+00 - e A ;
5 [
X L TS ‘
S
1.0E-01
& FRDNE
B 045um
A MWCO010,000
1.0E"02 J Il
0 2 4 6 8 10 12 14
pH

B—19 Sn OWEITXT 2 Kd ® pH KEFHE

(* W2 RERY F L TOWAKRH T AKERSL FIloRi 280 E I35 Kd i EN)

@ Pb D Kd BIERE R

Pb DERIIKT 5 Kd PIEFE R A K —20 17T, BEREIZOWTIE, Ny 7 75 > F(BG)
ELTPh DIEHAR LN TWATY, BG2EBELARWEEGLEELIZHEO 2 FEHICD
WCKd #EH LT, i, BREL L, BRSBFEOEWVIZE DT O Pb REIZH
HZBEWIR LN o722 & h, Kd IZEBERSBEFECLOTREBEL R -7, AT
K 2 mikg, BEIKAE TIIEVEICHARRKRE < 4~10mkg TH -T2,

Pb iZ2WTiX, BG & L CTHEMNSDEHIZR b o7 i, BIKE D HITEHERPIC
3.6<10° mol/L ® Pb DIEHASTRO BTz, D=0, BGEEE LR TKIdZH LT,
FERZR UK —20127RF, Pb @ BG X, KAMEROWMBRE LY 2 A—FBER, %
JRED Kd DREEICK L TRIZ L A EEBERITLTW W, ¥/, BRE~DIFEIRD
niehot-,

Pb @ Kd ® pH ARIFHE A [ —21 IR T, AR T3 AR L OBIKE & HbEB% O pH i
pH8EBETH T,
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Kdeo [m®/ke]

Kdpb [m®/ke]

1.0E402
AP
| |m045um
L | AMWC010,000
o WL BE GRIE{E)
1.0B+01 £ 0 .45 4 m GHIE(E) Iy A
[ [4 MWCO010,000 (RIE &) ] B
é <
‘ ]
1.0E+00 |
1.0E-01 F
1.0E-02 ‘ '
n=1 ‘ n=2 ’ n=1 ’ n=2
A —-AIEK BIE— ATI#EK
K —20 PbDERIIHTD Kd BlIEREE
1.0E+02 ¢
¢ ELOB
B 045um
A MWCO010,000
1.0E+01
Wby JNC(EREE) ™
1.0E+00 P —————— e
JNC(FRE(E)”
1.0E-01
1.0E-02 . . . : :
0 2 4 6 8 10 12 14
pH
X—21 PbDERBIIXT S Kd ® pH KFHE

(EBYS5LOT ry MIRE, AREOT Y MEIEERE)

* B2 WY £ LT ORI FARRE FIZBT 2WES X 5 Kd iREM
¥R 2RI F & D TOMAKRI TAKRETICET 2RE - BUKEEICRT 2 Kd REHE
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@ Th ® Kd BIERE

Th DEBIZxT 5 Kd BIEFRKERE 4K —22 12777, Th ® Kd i Case 6 (ALK EHED
RIS Tl 1~8m'/kg BETH Y, BHESHEL S ) —XTTH BIZ Kd 1Tk X R H1E
MAR LN, LHLARRE, 045pum AT 507 4 )V —IZX 5 A E MWCO010,000 D
R4 AiE & DX, BOSEEE 045um AT T 0 T A NE—IZ LD ABEDEITHAT/H
<, 045pm AT ST 4 NE L LD AR TIRIEEBRSBEAHE T EEX LN,
BERBE~DIVEIL, HIMULTZ Th O 3%BRE TH 7=,

—75, Case 7 (BIRELIEIE O N THEK & BV O RISIAR : NaHCO; =2.3x10" mol/L) Ti3,
Kd=0m'/kg £720, BHE~DIEIZR ONR N -7, BEREE~OIENHER S, HIL
72 Th D 2~3%73 BEFBEIZINE LT o, Thik, mEEA 42 & &AL L Th(OH);CO; DK
B LIRERSER D 5\ NT Th(COs)s 2 AR LT = A L TR L R 5720, BR~DIENR L H -
TebDEEIOLND, 7B, REREOD pH 13 83~84 Th-o7-, F7-, RELEEIIRBRATE
WCBWTHEERZLIIA LAY, ZIZOHICRE LZBEThH- T,

Th O Kd D RERIREARFM A —23 1277, ARBEROOHEET D & Th O Kd 13 REE
BT DIRFEEA K& <, REZIBREES 107 mol/L 2T/ 5 LRV E~DIEFITIF LAY
WL DEEZ LD,

AFHED (2001) BLOEAEIZA (2001) T, EHFEETICRITD Th @ Kd #BIE
L, A F U RBFIEE L OREEFRTEE A ZR LI IERG O 217> T\ D, Z
DRE - EFTRERIC L, BE~OSEMREIL, 1~10 m/kg RETHY, pH IIELT
Th & BEAE & DILERISA R /2D, pHS LT Tl ThY DA 42 Z8HEE, pH6 ULETIE S—
OTh(OH);, pH 8 2L ETiX S—OThCO; DERMESEEFAFIENKERI TH D Z L BHEE S
TW5, SEDIERBERICONVTYH, BFA(EEREICOWTORNZEHEEITY, REE
PERI L OUKE L IRERSE R DB A ~DIEZEZ OV TR EZITRILENDH B,
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10E+02 F
@ FED DB
8|045um
AMWC010,000
108401 | A A O EDABE GHIE(E)
i 045 um FHIE(E)
= © AMWCO010,000 (A IE f6)
X < *
o
E  10E+00 } *
=
©
X
10E-01 |—
0.0E+00 ' ‘ y N ‘ y 3
n=1 n=2 n=1 ‘ n=2
BE—-AIBK BaE - AI#EK(EREE
B—22 Th OBEICXT 5 Kd JIERERE
1.0E+02 [
BE—-AIBK
1.0E+01 Q
"o
{ L 2 = *
o . JNC(EREE)
£ 1.0E+00 f e e
|£ [
Ne)
2
1.0E-01 :
o ELLE B — ALK (HRE
~ ] 0.45um
A MWCO010,000
0.0E+00 — — -
1.0E-03 1.0E-02 1.0E-01 1.0E+00

Na HC 03 [M]

HM—23 Th OWEITXT 5 Kd D RERRERTHE

(4 B2 WY £ & D TOWAKRM T REREE Tzl DRVER IR D Kd BREM)
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6. BbYiz

B2 WED ELDITBNTY A 7 VBN LIS T — % _— 2121, #BKRRTO
HEETTR O SEMRE (Kd) (BT 7 —# BN FRR L CWe, 4, M EEE L2
% Sn, *Pb - ThiZkf L, WAKRTOBERE PNy FRINERBREER L2, RBRIIET
FIZHAL, &%, UTOFBETTRoT,

Sn DFE, HREKE L OATHEK EWE L ORISEERICHT 5 Kd 2 817E
Pb D&, ALK EWER L OEERE & ORISERIZANT 5 Kd % 8IE

Th DFE, REZEEZ /T A—Z L L, NTHKEE L ORISERIZRT 5 Kd %
E

REBOBRAUTIZE LD D,

Sn DHFE, WEIIXT D Kd X, EEAZTIE, Kd=04~1 mkg BETHY, ANLiE
KFRTIE, K=l mMkg BETH-7-, 7, ALMA%L pH=12 (A% L -&iKx AV
72358, Kd=03 m/kg BE TH-7-, ATHKRTIE, pH DEVER Sn D Kd H/h &
2 BEMNBED BT,

Pb DFE, NTHEKR TORMER L CEKAICRT S Kdid, &%, Kd=2m'/kg B L
Kd=4~10 m'/kg TH Y, BIKEDF RO Kd BRE o1z, 7o, BRSBEFEIC L
% Kd ~DOBFEREVIIRD b o7,

Th DFE, WEIIKT D Kd X, NLTHEKRTIE, Kd=1~8 m'/kg 12E Th - 1= 2Kl
BEZE LIZATHEAKRTIE, Kd=0m'kg ThoT-, ZOFEEE LT, REEBERS
WS, Th (ZKELREESE RO IREASE(R S OIEA 4 > OILFERE & U CIRIRFISFEEL
TV, WEEMELS Bolzfzb b EZ BN,

S#%iL, AEO Th OREFERBERICOWVT, BFREZEEICHOWVWT ORI ZFHE LTV,
BHANOPEZBBICONT, LY EERNBRHETRI FETH D, 72, HEROHEM
BEOHE, YUEXRME LT, £AY MIEBSFIAShD RN H 5720, B AL M
BHFRIRBREET (8 pH &) ISR 2D Kd BT 557 — 2 4 EHL T FETH 5,
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