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E
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S
400  -200 0

Eh (mV vs. SHE)
@ Se(cr) + H* + 2e- — HSe

@ Se(cr) + 3H,0 — Se0,% + 6H* + 4e
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REKMOHBZ A THRHIND

RIEBITEORE~NDOBREHER
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0 S TORBOBI
10
105
10"
10 A
102 ' 104 Pd' & 108/ |
ve 0 -236 Pu-242
W5 1% D ESRT (V5

Th-229
Np-237
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i/ Pb-210

Pa-231
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: _//Ra-zze
~ Th-230
RN AC-227
//ANTh-232
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NU-235
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ZITPI LY,

NS DR ETMZETHLT
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*1 B LAFFEEF F2RMYFELSH 523, INC, 1999. 5
*2 Otsuka et al., JAEA-Research 2008-043, JAEA, 2008.
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LR—h+t - sl T o SRffiS L TLVARLY
Eh -276 mV (pH 8.6) ; S
Montes et al., EhfEZx X Bl SR 1L Txt
(2005)*2 & I RUMFARDEYMEE, | NERINTLEL, EE
Marty et al., Ehfi (-350 mV, 10004F) | HERICKDIRIIAEEIN
(2010)*3 TULVELY,
Samper et al., BEERMERUNFA | EnfERZXECT BB E TRt
(2008)*4 & COREZ V4 DREEHA, FRKD NERSNTLVEWL, [EE
Lu et al., RHIWZEE, Eh{E AERICKDRAEMNEESN
(2011)*5 (-600 mV, 100,0004) TULVELY,

LB TAERRE F2REYEESD 453, INC, 1999, *2 Montes et al., Appl. Clay Sci., 29, 155-171, 2005., *3 Marty et al., Appl. Clay Sci., 47, 82-90, 2010.,
*4 Samper et al., Phys. Chem. Earth, 33, 306-316, 2008., *5 Lu et al., Phys. Chem. Earth, 36, 1661-1668, 2011.
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EhnZEEZFMETIL

RIGEIEET L
{LERIGEHEE—RTOYERMEAENTES
IR 5T Ea3—FPHREEQC%{# .,

_— O\ T

R SRR AR RIS ET IV HS-&CH, & B2 1E £ )L HYETIL
REARMMOBREE., EVEIOF A . n Yamaguchi et al., 2008*4T
RUIA—Y DRFREE % KB, Casel ETILEALLLY  mEanTOBHHETILIC

e o « SOZ +8e +9H H>HS +4H,0  HKEEBLEMMEL TERFATRE
PERHMOBERE R (imlyean™  oob o0 100 sCH, +3H0 D52 TED MBI ME

__ 15 HCO; +8e™ +9H" >CH, +3H,0  BE.EBMLF-1DEFEMA,
1+ 10(pH—9.6) X
Case ll ETI/LEHH
ZOWDORIEFBAFHTEIS SO, +8e +OHIHS +4HO  Fow 1O
HoTHY. T—AR—X[& CO? +8e + 10H+XCH4 +3H,0 -FeS, (pyrite)  -FeCOjg (siderite)

SPRON-INCR&{ERLTL %, HCO; +8e +9H $ECH, +3H,0
‘Fe,CO4(0OH), -Fe; 0,

T 0 NSz Fe,0;
RAR—UTHiEA

*1 Yamaguchi et al., Phys. Chem. Earth, 32, 298-310, 2007
*2 Otsuka et al., JAEA-Research 2008-043, JAEA, 2008

*3 Arthur et al., INC-TN8400 99-079, JNC, 1999

*4 Yamaguchi et al., Phys. Chem. Earth, 33, 285-294, 2008
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LIFTER L - X BB R Bt
EBITRIGERTET H1=0I121T o= ER
7/ —FRIG (BRDE BRI

N —b RS GETTRIG)

EHELTE AN DEREET R
/ / Fe2+ (BR1L =R T FEESRL (pH 9.3))
___/) e )+ | > | HS/SO,% (-370 mV)
g e- NH,, NH,* /N, (-377 mV)
CHy(aq/CO3% (-413 mV)
Fe —» Fe?" + 2e- Hy(aq/H20 (-641 mV)

Fe + 80OH — Fe;0, + 4H,0 + 8e-

HSZAETT )L BE 60 °C SUERHER
160 B ff(NaHCO,) H,i®E 6.7 x 10 mol/l (NaHCO,)
75HF8 (Na,SO,) 5.3 x10* mol/l (Na,SO,)
o 0.1 M NaHCO;
= = = or CH,®H,SIFRHERFA LT THo1=,
0.1 M Na,SO,
T KRR A REHE R RIGIZ{THET 5B
HYV—FRIGIFH,AERRRIGTHY. CH,
T LRI EH,SIFER LM 0T,

*1 Otsuka et al., Mater. Res. Soc. Symp, 1457, 507-512, 2012 9



HS ECH, £t Z2LLET /L

HREEEERABDITEZRBL -5 E—X

Case | : HS'&CH, ERERILE T LBERALLENT—Z (SO,Z&CO,2, HCOy
DR ETTRGE FH/THELI-r—R)

SO +8e” +9H" > HS +4H,0
COZ +8e +10H" — CH, +3H,0
HCO; +8e +9H" — CH, + 3H,0

Case Il : HS&CH 4 BB ETF IV EBERALI-T—R

SO +8e” +9H" Y HS +4H,0
COZ +8e” +10H "¢ CH, + 3H,0
HCO;, +8e™ +9H" 9§ CH, +3H,0

HS,, CH,ZT—3X—XM5HIERT HIET
RICDAETEZIELT-
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RIGEIEET L
{LERIGEHEE—RTOYERMEAENTES
HER{LFE T Ea—RFPHREEQCZ{E /A,

_— O\ T

R SRR AR RIS ET IV HS-&CH, & B2 1E £ )L HYETIL
RERWMOBREE. EVEIOSAF . n Yamaguchi et al., 2008*4T
RUIA—Y DRFREE % KB, Casel ETILEALLLY  mEanTOBHHETILIC

e o « SOZ +8e +9H H>HS +4H,0  HKEEBLEMMEL TERFATRE
RARMOBEERZRE R (um/year)* CO* +8e” +10H" >CH,+3H,0 M DHB7TIRDMLEENLYE

__ 15 HCO; +8e™ +9H" >CH, +3H,0  BE.EBMLF-1DEFEMA,
1+ 10(pH—9.6) X
Case ll ETJ/LEHH
ZOMO RIGIFEAZOTHIC SO, +8e +HYEHS +4H0 P R
HoTHY. 7_'\\—/5'&_le: COZ +8e” +10H" J{CH, +3H,0 -FeS, (pyrite) -FeCOj; (siderite)

SPRON-JNC*%#MALTL S,  HCO; +8e +9HIECH, +3H,0
‘Fe,CO5(0OH), -Fe;0,

*Fe,04

*1 Yamaguchi et al., Phys. Chem. Earth, 32, 298-310, 2007
*2 Otsuka et al., JAEA-Research 2008-043, JAEA, 2008

*3 Arthur et al., INC-TN8400 99-079, JNC, 1999

*4 Yamaguchi et al., Phys. Chem. Earth, 33, 285-294, 2008
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BBl F

SRS - % 38 A (SM400B, @25 mm X 2 mm)
RN FARED)HREARPIZEREL.
\ v el’ TOOVER [E#E (@25 mm % 20 mm), [EfEiREE
— RILE—NIZRE,
- Sl LA — ERERLY —F A TH TR 2E,
N HFE T IV
| — [EfEANUR AR BEHAEREH
liﬁ%fﬁ]ﬁ' BE 60 °C
B P 2t EA e = AX590H fE
— RItiEK

SHEKEHE Ar(0,<1ppm)

DTFEE
EhH &L UpH T 48 (Orion 9678BN, Orion 8172BN)
HIRE ICP-MS (JMS-PLASMAX?2)
R DFE B A Y XRD (RIGAKU Geiger Flex)
R M AL Ek {4 UV-vis (AR5 EE V-570)
‘ [ ~ ~
I g R EKFIZ6F 7 LI&R. NH,CIF R
- | ZMA . EDHE A REUV-VisTAITE,
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BRI R

RSB HERDENEpHDEEBHER
800 14| o Enh
600 - L 12 L pH
400 - N 10
w200 - ugats =§ LI L
7 - 8
S 0 =
E L 6
£ -200 ; N
° - 4
-400 - N N ol
-600 - F 2
-800 : : : 0
-200 0 200 400 600
BFfE (8)
SRR < 1.8 x 107 mol/l (ICP-MSD#&H R FRELLT)
REHOBERERY T334k (Fe0,)
NUMFARDEKMEE 2 (FREHS50.5 mmDEEH)
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EhZEEZIMETILEZ/HN ->SaL—3 5 EFF

—Rit ERF

REH N Ah TFILSFEEIILE RIGARK

s / 1
PN ,
\ \ ((

i< C || i< B iR A

XBEBHBRTHW=FEVEHDNRILL, Uk, HEM IR EFETHAHFETEIZREL TR,

HEEH

HIKILFEE PHREEQC
O—Fk (version 2, 16.3)

)L 1 mm

R EH closed

mE 60 °C
LR E 8 x 10 m2s?t




EhZ BB ET/ILEHN oSal—o3 5 EF X

—Rit ERF

R UM FAb TISFHRETAIILE RIGE
)) /
C(
— FEETE AR O HARE R (mol/l)
) ) - FEHEHO FHAERD
R\ ( FIRARARL  AVEAMARL (t=0)
pH 8.95 8.30
SLETL* \ Eh 317 mv 317 mv
- - Crl 1.69 x 10° 1.69 x 10°
5 NN+ 748 — 8L (Wt. %) REEIT1ILE MO 5.97 x 10® 1.00 x 102
(wt. %) (wt. %) — ' (wt. %) N, - 2.99 x 10°
S — : : NH; - 2.49 x 103
Iron 100  Montmorillonite 34.3 Brucite Alumina 100 NH,* i 263 x 103
Chalcedony  26.6 C-S-H gel SO 1.46 x 10 1.42 x 104
HS - 0
Analcime 2.1 Laumontite HCO5 3.28 x 10 3.18 x 10°
COz> - 5.82 x 10°
Calcite 1.75 Sepiolite CH, - 0
Total Fe 1.79 x 107 -
Pyrite 0.42 Magnetite Total Fe?* - 1.06 x 1013
Total Fe3* - 1.79 x 107
Quartz 30 Siderite Total Al (AI**)  1.85 x 106 1.85 x 10
Na* 3.35 x 103 3.35 x 102
Ferrous hydroxide K+ 4.09 x 105 4.09 X 105
hydroxycarbonate Mg?* 452 x 10° 452 x 10°
et Total Si (Si0,)  3.16 x 106 3.16 x 10
ematite F 511 x 105 511 x 105

* Yamaguchi et al., Phys. Chem. Earth, 33, 285-294, 2008
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FrE#RE —Eh, pHZEEZE—

LR

i R A
800 14
600 - 12 -
T 400 N e
I 4 ——
@ 200 - < g . P I
> 0 4 = o
= 6 - 6 EhEERE
ﬁ -200 + o N .. - pH%EﬁﬁE
-400 1 Er & P | —Case | f2#7{E
600 = 0 teemmmmmeoo.] 2 1 ===Case || f2#T{E
-800 ' ' ' 0 ' ' ' {
-200 0 200 400 600 -200 0 200 400 600
BRI ()
HRE Gt&EE) 5.4 x 10° mol/l (6008 H)
HRE (E8E) < 1.8 X 107 mol/l (ICP-MSD & HRFRIELLT)

> pHOBHEXES —RAELERIEZHBIRL -,
> EhMDZEEREIZ200B M T T—EEIZHE-TLNSAY, case IDFEMTEIXT CIZ—EE (-480 mV)
[2ET 5, ERENTEEIVEWVERBRFITO—TRYIRDDERERFEOSZELEZONS,
> 200H LIfE Tldcase |IDETIENEEREZHIRLT=, case 1113200 mVIZEELMEZRLT=,
> BEEIEREINMREBFRETHLINABERINTISD,
16



GTERE —ZfF17 > EEZZ(casel)—

.

Case | : HS'ECH, AR IEET IILER LG —X(SO,2ECO,%, HCO; M

Be b=t R I T H R TatH)

s o o Eh=ERIE
‘ = 400 — Case | fZHT{E
a:) 200 Ul ===Case Il f2#71E
1012 N
= — SO/2 E " ¢
g — HS = -200 &
?ui 104 -600 A C T
i e 800 . . v
-200 0 200 400 600
o — FR (B)
. — NH;
=== NH4+
10-20 ; . :
-200 0 200 400 600
FsfE (B)

0-40BIZEnZEEIZHF 5T 5K

SO +8e +9H" - HS +4H,0
N, + 6e” +9H" — 2NH,
N, +6e” +8H" — 2NH;,

510_4 "'r_——-——r———’------------—:'
©
= /
e 10-12 — CO,%
grg --- HCO5
~ CH,
10-20 : : .
0 200 400 600
B5fE (B)

40B U DENZBICHF ST R
COZ +8e +10H" — CH, +3H,0

HCO, +8e” +9H" - CH, + 3H,0O
CO,%*, HCO, M i T R AENZRTE

17



GTEME — B i=EZEE (casell)—

N

Case Il ! HSECH ARELEETILEEALZ7—X

800 |
600 A o Eh=ER{E
10 400 ; . —Case | fZHT{E
(:jl:_) 200 o | = Case |l fE#1E
> o *
N 10 12 -
i — H,case | = 200 P
— H,caselll L -400 —= O 4
10-20 . . . 600 { = cemccemceccaa)
0 200 400 600 -800 . . .
B¥fE (B) 200 0 200 400 600

S0,2, CO.2, HCO, METTRGIZE>TENAEEEIN T HLA R
SHEEET=1=8. case IIDH,iRE[Lcase IDH,/EE L LB L TAHTFE

EiEmLy-,
2H" +2e” > H,

H, 4 Bl S S DSEhZ iR 7E



51 EMGRZEE

Case | Case |

Tt im HS &CH, &R EIEETILEH
SO% +8e +9H" > HS™ +4H,0 SO% +8e +9H' I HS +4H,0
CO? +8e +10H" — CH, +3H,0 CO? +8e +10H" KCH, +3H,0
HCO, +8e +9H' —» CH, +3H,0 HCO; +8e™ +9H" YCH, +3H,0
REREhEZ B
EhZEEZFHEET LD

ZHMEF

WMERAA > RERA A REEKFRAF VR RIGE FEEm CHhot-case | (HS
ECHARMZBIEETILEFBERALGAWT —X) DFEENEREEZHBIEHL,. HSECH,
EREZEIEETILEER L-case IDHEEIZFELSEEZRLT-,

AUM AR —BERRBISHVTE 7T L REBRREERLY ., FEHHRE
IIRSH RS AR RSN,
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GIEMRR — NP AR RFF DG ErG R —

1

14 == C (R 3R )

Al RCICHEIFEHYT RIMNRE

Al RBISHE T OB BRFDERRE (mol/l K1 LIZHLTDIY REA+E)

108 100
__10° FeOH;T) 1011 25 REA
= Fe(OH)*| b o4 =
e 1070 ;& Fe(OH), | 21 e 1021
$ 101 el 10
[
e 1012 - Fe(OH), | L 34 " 10-4-
Fe(OH)s|
10'13 T T T 10'5 T T T
-200 0 200 400 600 -200 0) 200 400 600
B (B) B (B)
BREERER
R b4 b D gk % 2ffi (FREA50.5 mma &)
RERMDERERY R R34k (Fe,0y)

AHEETIVTIEBRARERZER. SHHET L ORURERF.
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FED

ERERTTESL(EN)Z O D200BEI TR RIZTAY ., FDik
-450 MVT—EIZ> T, [BRERMEL TR K2/ LD E
ESN, REMITIEDAR UM FARRIZIEZMENEE/INT
WBZEHMoT=,

S5al—23 518

RIGEEET IVISRERBERRIG . IMEEEERELIZET
IVEBMUI-ENEBEHEET LERAL I IaL—2a it BE
1Tot= REEAA > | IREEAA > DETLEFHim THhkot=case |
TI$2008 LI DRBHREBTR LIz, SEIOFHTIEET L
DEHHEAHEFRTE Iz, FI-HS ECH,EREILETI/ILZEEML
t-case IIDET EHERILEHEREL Y200 mVEEEILMEZRLT:-
O ARUMNFA-SERAREARERYUBRARTIIRLS
RIEANZZX LDEEZE TSI EARESNT,

SEDEZL

SEINEBHRERIIXREBAA N ZUEH(CO,2, HCO, &5
3.3x 108 mol/) THo1z. SRITIHREROBREENZULEHT
BUMEHERTIBHELHD-O. RILABRETD, FREROMHE
BMRENSVEHIEITRUREMNHFELD NLSGEEZTEE
LTLV3,







#H 2 &



EIEHEELY

HEF—

Chemical

species AG,%kJ molt AH,%kJ mol?t S.%13 K mol Chemical equation log KO
Fe(cr) 0 0 27.09
Fe2* -90.5+1.0 -90.5+0.5 -101.6+£3.7 Fe = Fe?* + 2e- 15.85*+0.18
FeOH* -273.4x1.2 -285*24 -29+80 Fe?* + H,O = FeOH* + H* -9.5+0.1
Fe(OH),(s) -491.2+1.4 57324 8880 Fe2* + 2H,0 = Fe(OH),(s) + 2H* -12.90+0.16
Fe(OH),(aq) -447+6 -633+25 -280+80 Fe2* + 2H,0 = Fe(OH),(aq) + 2H* -20.6+1.0
Fe(OH), -614+8 -893+25 -340+80 Fe(OH),(aq) + H,O = Fe(OH); + H* 1.7+1.0
Fe(OH),> -776.5x2.0 -1113+£39 -300£130 Fe?* + 4H,0 = Fe(OH),% + 4H* -46.0x=0.3
FeS,(pyrite) -160.1+1.7 -171.5+1.7 52.94+0.1 Fe2* + 2HS- = FeS,(pyrite) + 2e- + 2H* 16.5+0.8
FeCO4(siderite) -678.9x1.2 -752.0£1.2 95.47+0.15 Fe?* + CO,4% = FeCO4(siderite) 10.60£0.11
Fe,CO4(OH), -1186.6+2.1 -1314+46 275+154 2Fe?* + CO42 + 20H" = Fe,CO4(OH), -28.61%0.09
Fest -16.2x1.1 -49.0x1.5 -278%x8 Fet = Fed* + e -13.012+0.035
Fe;O, -1012.7+£2.1 -1115.7+2.1 146.1+0.4 Fe?* + 2Fe%* + 4H,0 = Fe 0, + 8H* -10.3+0.6

*1 Otsuka et al., Mater. Res. Soc. Symp, 1457, 507-512, 2012 24



A F L H

RIGEDEAFRY T ILEKFEARIZESI mmT D]

Lo+,
REMEECAAFLTCL HETEUYERLT-,
YYD F=FNFNRDOARULFARET YD AL, XRD
DT E{T o=, 3mm  REH
BIER . Y27 ILIZ1 mol/l NH,CIiA#&10 ml A 1=, —i e
24BfEIR IR, LBABRERTH4(4X0.22 yumd £
ILO—RXT4ILATAHBELT-, H1BIE3EHEYIRLITLY,

SED D LEEHKREEGLT-,
FEMBEEKIOMIZ0.1 % 1,10-7xF>bAY VA
i#%0.5 mZEMA . UV-visTFe2- B E#RIFE LT, '
HT-ITERERL- EEAREE&I0 mliZ10 wt. %iE1EE
FOFIILTIUBER0.1I miZEMAT-=,
1BEREIRE#. 0.1 % 1,10-7xF>+O1) A% 0.5 ml
A .UV-visCEFeBEZAIELT-,



GTERE —ZfF17 > EEZZ(casel)—

I ‘.\ S iiP =V

104 - : ) 'T-_— -----------
. 10-12: ] —_— CO32-
% — SO,% --- HCO;
= — HS — CH,
— 1020 - -
il
B 104 ] emmmm——
Ve
10-12. —vy
— NH, ||
-=- NH,* — H,
10-20 . . . . |
200 O 200 400 600 0 200 400 600
BfE (B)
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GTEME — B i=EZEE (casell)—

N

— SO 2- (R Yy pegpap——
-4 4 i l——'-'-.'-
10 \
10-12. .
% 1 k : - CO32-
2 --- HCO;
N 10-20 . v ' y r y
it
I8 10 | rr
10'12-
10-20 : - ' - {
-200 0 200 400 600 0 200 400 600

B¥RE (H) ”7



FrEMRE —SO,2DEEEE—

— S0O,% case |

= 104, — SO,%case ||
O
S —
g 1072
g'L

10-20

0 200 400 600
BFfE (B)

Case ITIEA&EF SO, EE Hicase |EELEL TR
pyrite( R b F ARV ERKIZE S

Fe*" +2S0; +14e +16H" - FeS, +8H,0

Case HIZHWVTSO,ZEEIXL.7 X 102 mollIZxfL T
H,BE1£1.9 X 103 mol/ITHY . HyBEMNERIMIZE LY,

TDI=HERERELTVDODIEH,DERRETH D,
28



HEREEMEA N, Y

% 5.3.1-2 5 ABELE 1 AH /2 Y DS ERES L ORERMED
AR MY (518 1,000 FhS)

E35 BE | KR E5:1 ¥ | HEEER

TTi | Bfirkk [yl [mol] - [Bql % | Bk [y {mol] (Bq)
Se 79 |6.50%10%|8.04x 107 [1.64x 10" Th | 229 | 7.34x 10| 2.51x10*] 4.52% 10*
Stable - 6.86%10" - 230 | 7.70x10%] 5.37%10°] 9.23% 10"

Zr 93 [1.53%x10%"| 8.54 [7.39x10™ 232 [1.41%10" 6.50%10°]  6.13
Stable - 4.74x 10" - Pa | 231 |3.28x10*'|2.23x10°] 8.99x10*
Nb | 93m | [.36x10"[7.21%10° [7.02x 10" ©U | 233 | 1.59%10"] 1.17%x10°] 9.75% 10"
94 |2.03x10%|2.80x10%| 1.83% 10" 234 | 2.45% 10" 1.50x%107| 8.14% 10"
Stable - 2.67%107 - 235 | 7.04x10"| 1.46%107| 2.74% 10"
Tc 99 |2.13x10"%*| 8.27 |5.14x 10" 236 | 2.34x10"| 1.05% 10" 5.94%x 10"
Pd | 107 |6.50%10%F  2.04 | 4.16%x107 238 | 4.47%10”| 1.31x10*"| 3.89%x 10"
Stable - 1.18x10" - Np | 237 [2.14x10% 374 |2.31x10°"°
sn | 126 |1.00x10%F2.25%10" |2.97x10™| Pu | 238 |8.77%x10%] 6.49%10°] 9.79% 10"
Stable - 6.82x10" - 239 | 2.41x10"] 1.60x10'}8.79x10™"°
Cs | 135 |2.30%x10°]  3.19 |1.83x10"° 240 | 6.54x10"} 1.78% 10" [3.59%10™"
Stable - 8.84 - 241 | 1,44x 10| 1.23%10°%] 1.13%10°"°
Sm | 151 |9.00x10"]3.20x10°|4.71x10* 242 | 3.87x10%] 1.12x 107 3.82%x10°®
Stable - 3,33 - Am | 241 | 4.32%10% 1.88X10"]5.75% 10"
Pb | 210 |2.23x10"{3.48%10°]2.07Xx10" 282m | 1.52% 10" 5.79%10°] 5.04x10**
Stable - 3.81x10° - 243 | 7.38x10%| 4.01%10'|7.18x10*"
Ra | 226 ]1.60%1072.62x107[2.16x 10" Cm | 245 | 8.50x 10" 7.26%10°|1.13x10°"°
Ac | 227 |2.18x10"]1.48%10°)8.98%10" 246 | 4.73%10%] 8.29%10°] 2.32%x10°®
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Zr +4
Nb +5
Pd +2
Cs +1
Pb +2
Ra +2
Ac +3
Th +4
Pa +4, +5
U +3, +4, +5, +6
Np +3, +4, +5, +6
Pu +3, +4, +5, +6
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