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Study Both for Migration in Heterogeneous Permeability/Sorption Field
and for Behavior of FP Migration in Near-Field.
Vol. I Behavior of FP Migration in Near-Field
Takao Tkeda*', Takayuki Amaya*?, Tamotsu Chiba*'®

Abstract

It is very important to explain the sorption mechanisms of relevant radionuclides,
~for the performance assessment of geological disposal and for the technical
development of engineering barrier system.

In the previous studies 1993-1996, these tests were carried out to understand

sorption mechanism of Sn:
- solubility tests
- sorption tests onto bentonite, pure montmorillonite, a ~FeO(0H)
- extraction tests from these minerals
-~ sorption tests onto tuff

As a next step, these tests were carried out regarding Sn in this study;

diffusion tests(in-diffusion)

)

tests for effect of Sn concentration and ionic strength on sorption

sorption tests onto granite

tests for effect of coexistent ions on solubility

* Work performed by JGC corporation under contract with Power Reactor and

Nuclear Fuel Development Corporation
PNC Liaison: Geological Isolation Technology Section, Waste Technology
Department Division, Tokai Works, Chie Oda
*1 Nuclear Environwental Project Group, No.4 Project Management Department, No.2 Project Division
*2 Nuclear & Environmental Technology Developnent Department,

Oarai Nuclear Research Center, Research & Deveiopment Division.
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Kd = l0ul/g. 67+ A

1E-04
1E-03
2 1506
g
#
= 1507
&
— 0.4 [g/ca3]
IE-08 l——p=1.8 [gfcadl)} - -~ - - - - - - - -
1E-00 ; - .
0 2 4 6 8 10
HEHEE (o]
Kd = Mol/g, 9+ B
IE-04
1E-05
2 1506
g
=
£ 1507
L7}
—p=0.4 [g/col]
1IE-08 | J=— 1.8 [g/en3l|” - - - - - -+ - - -
1E-09 ; .
0 2o 4 6 8 10
fEfPEsE [om)
Kd = 10ol/g, 125 A
1E-04
1£-05
2B 108
E
#
EAEOT L - -
w
{ p<0.4 [g/ca3]
1£-08 } | pel8 [grcad)]- - - -
1E-09 : X
0 2 4 5 8 10
VEprist [me)

E3-8 W{bEM £ negative speciesk L7z & 2 OMESH (Kd-10oL/g)
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Kd = 100ml/g, 6+ F

1E-04
IE-05 faemiic = - - - - e e e
Ewosf---N R
g
=
L e S T
L*F]
o o p=0.4 [g/ca3]
p=1.8 [g/cm3]
1E-09 e :
0 2 4 6 8 10
HESERE [am)
Kd = 100al/g. 9+ A
1E-04
TE-05 fmmemmmemim oo o s s e e e - - o -
per
BOIE-06 | - - - - N - - - e o
&
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e
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R S N N
—— 5=1.8 {g/cn3]
1E-09 . r .
0 2 4 6 8 10
TR (o]
¥d = 100cl/g. 124 H
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1E-05
=
2 1508
&
g .
£ 1E-07
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B-08 | e 0t el N\
—— =18 [g/ca3)
1E-00 : . ; ;
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E3-9 @i kMt negative speciesk L7 & Z0BESH (Kd=100ul/g)
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4. SnOREFH~OS nRE. A+ VRELEFHRBRRURESEHOT 711
4.1 REB&H

RA-ICHEBREH TR T FRO6EEICERL 2SnDRY b+ 4 P ADIUE KR IC T
EHEROFBEZEMSELBONEEHEIHET 2 0EHL 12,

ORXFREEEA (A1 & 542 ORE) |

@A F Y EE (0. IMNaCl £ 0. 0IMNaCl DR T/, 4 E 2 L & 4 & O B E)

@SniREE (~1X10 *mol/1 £ 7X 10 *mol/], 5t 3 L &b 4 L DB -

FRBIZT VT (99.999%) X — A DX T —F Ky # X (028 : <lppm, CO» i F - <
lppm) TEH L 7=,

4.2 REBEFE
4.2.1 HBR#EE

(1) ~¥bH A FEHROHR

B SKTHEE L 720, IMNaC Lk # # 120, 01MNaClR BB I X> b 4 P 2 BE K100
OOml/gTHEMS T EL  BEEERDLENF TITI B E 1213, 1MNa2S:0 0K B i % 5E 0
LCHAT OEh % -300nVIA T IZHZ L 72,

KIS pHEM ZBE T 2 20 CHCL NaOHZ ML .1 » ABSE R CRBYITo7.1 #
ABE.7INVSTE2BEBL. EDHWENRY b4 PEHAE LT,

(2) WERBBRM

N b4 PFHALRI ENY R FA b 1onghBA L1+ BMERCKE L7, E
DH ISk EDSIA b v/ EWEFIE OSBRI % B & 5 1SR H L H48 0 pHIZHC L,
NaOH% i1 L % L 72 o RE BB R4 054 . AT OEh% -300aVI T 1 BET 5 /-
B Na:50.%FEML 7=,
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4.2.2 HEERECEEE

NP FA MBI EBTEER (Kd) 2R TRD 1,

3 (Co—C ) \
Kd= C X M

Kd:FE#K@l/g)
M:N> b4 PEREE (g)
Viny b+ A4 PEEHAEE (n])
C o WA ST 85 R B (cpm/ml)
C . B 7 HER O AR F ST AR 2 (cpn/ml)

ml./ gl

4.3 ABRER

FH6EEREL D T FA4-200]Y FF A T D P RERIED T & 1 %
Tt o B4-117 5 B AR BUIE O pHECTE M % R ¥,

(1) ZEE (BT, #8%) £40LE
FA-2BDEM 1 & 4152 ORMED B %7 o 72 o BT JEE T 5 F & © F 88 e Kafl &
FILpHREME R L EEAOE VI L AKMEDEE LT EZD o N o 1o,

(2) 19 v BB (0. 1MNaCl &£0.01MNaCl) & o Bt

RA2FDEM 2 L &5 4 DKAMED B % 1T o 72 opHEIC 5 v T i, 0. IMNaCl D F #5Kd
B4 1 A — ¥ K& pHIZ BV TI3,0. IMNaCl, 0. 01MNaCl DV Fh b KdfEIZ (3 1ZRA L T
HBpHILIZ BV TIE.0. IMNaCl DG D F HKAEA /A E K 2 25, 2 DEIX0.0IMD &
H3ILEALCETH) A VHBEOHREIVI LV,

(3) Snizf O HE

RA42HDOEM3 L 514 ORMEDHIRE T » 72 SnBE O BV 445 3 O F5 HKAME A¢
ETHEVERIFBONRLZN . L3 OKAEIISnEEFEHE 4 ERALEGEl £8420
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T—Y LAKDOETH) SnREDEVIZIL AKMEOHEELELEIBTO LA L D o 720

4.4 3B

NYPFAPCHTES n ORBFEGIZOWT
ORLT . FETEREG T C. S RERBICHEELZE 2o,
@4i?ﬁﬁuowt@ﬂhﬂﬁ@ﬁﬂ%#7ﬁﬁwk§wﬁﬁﬁﬁ%ﬁﬁﬁké

<&Of:o

4. 5 WmEETNVEREH

FeOOH. € ®V U F 4 PRURY FF 4 bADSn(IVION y FRERBEE S HI10, =
NOBEHNORERSE L EFY V7V OBE»LEWET I L2 R4,

FeOOH~ D& I DV Tit, FeOOHEHET CORTEBLER L EE L 720
FEYENVOFA PAOREFEIZODVTIE, 2BEDedger 4 P OREEFER 2 HEE L
AL
NYPFAPOBRBFIEODVTE, QE20RAEELT, TYEVTF A4 FADOEE EFe
OOH~DBAEDEREHLH L EZ, EX TV O F A F4505&FeOOH2x%E L TR T 70
WEROBITIZB W bDiffuse Layer Model (DLM) & Triple Layer Model (TLM) % i
TERL 7,
WTROBHEDHAETL, Sa(IVVORERBE LTI, XORIBIC L ABBEETHERY %

HELL,

SOH-Sn(OH). + 4H
SOH + Sn" + S5H:0 = SOH:-Sn{OH): + 4H°
SOH: BHHEZEEOREY 1 b

SOH + Sn* + 4H:0

I

EEMICHTE0(IV)OBEESE, DLMAB W CETFLAEELE4-21c. TLMEEw
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THFTLLHEREE4-3127 T,

RETLHL. SHOBITH SISV OFEEEANOEFICOVWT, ROBERAEKHBTE
%o

- FeOOH~NDSn(IV) DR ZE X, FeOOHRT & OFEEEFERICLI > THHTE B,

CEVEVOFA b AOS(IV) OB, EYEY BF A F DedgeT D F H AR

KEo THBTEZTHENS 2, 270, TEVEYIFA P REBEF— ¥ ONE.
BREFAPOEFVLEORYFVE, 2BE{OFEREEBRL TV 5,

s R PFAPADS(IV) O} FEZ, TEYEVTOFA FPAOBEEDSIIZ, HOREY

A b (7272 LFeOOHTHEZ W) FFELTVwBEZ LHFEFHE IR,
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Fd-1 HBEH

H H A B £ ik 6 F£ERR
TOREBRFM
(%)
&% 1 &% 2 &% 3 & 4
& A Ny b4 (2= AV ) ARV FFAE
(7 =41V1)

#w oM 0. IM NaCl® 0.1M NaCl® 0.01M NaCl® 0.01M NaCl®
Pk Tk FHik Tk

W E 10000m! /g 10000ml/g

HIISnIREE | 9X10 *mol/I 9X10"%mol/1 1X10"°mol/l1 7X10"°mol/1
(6MHCI)

pH 6.9.11 6.9.11 11 6.9.11

# B = RLFHLK | FELFER | EELFHEK | FETEFHR

R 178 2r R
B A% 2 [ 2 [
EVE 3 Sl 6 & 6 = 25 6 .

* ZJCHI (Na.S,0,) :0. 0lmol/1 A DFFHIEIL0. 001mol /1 & T 5)
LTFET 2,
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414

#4-2 RV FFAPETES nOSRBREEO T L

”:N i 53 OB 6 4 BE R OBk

%14 ORI & f# 1 £ % 2 £ # 3 & 4

i 0. 1MNaCl +n° v HH VMK 0.01M NaCl + 0.01M NaCl +

M ZIEE: 7/ A"y MR K

FHA TR FRTEER JERTEEBS

4o ~0.12 ~0.11 ~0.03 ~0.03

VRINS n iR 9x10-* 9Xx10°° 1X10-¢ ~7X10"°
pH 6 o | 11| 6 o | 11 11 6 o | 11
SEEHIE | T | 1| 7x10% | 1x10° [ 7X10° | 2x10° | 2x10° | 9% 10° 7X10° | 4x10° | 2x10° | 3%10°
(ml/g) ’rﬁ 1X10° [ 1X10° | 1X10* | 3x10° | 3X10% | 6X 10° 7X 107 3X10% | 1X10° | 3% 10




K diE(ml/g)

1E+08

1E+07

1E+06

1IE+05

1E+04

1E+02

T " T
o

i
_a®

4
%
1E+03 frmr—emr e
3 5 7 9 11 13
pH

I EFL1 (44 UEN IMGRT)]

BRE2 (44 . IM(FERTT)]

o &3 [14 580 0IM(FEET)]

AEMA [44 2 58E0.0M (FReEERER, 28T )

H4-1 FEABEMEO p HEFE
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o Experimental
Calculated

100.0

80.0 |

[%] pequog ug jeatey

0.0

120

8.0

6.0

4.0

g Experimental
Calculated

pH

100.0

80.

60.0

(=]
~

[24] pegrog ug usoiay

20,0

0.0

12.0

8.0

6.0

4.0

pH

2
§ SFegs
= TNY Qg
g e o
ESzxxxx
T20000Q
59983353
EM:..FFFF
"
1

N bFA b

100.0
60.0
400 |
20.0

0.0

[9%] peuog ug weasey

12,0

6.0 8.0

4.0

pH

X4-2 HEEADS n DBE (D L MIC X 3 84)
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o Experirmamali
Calculated

100.0

[36] paquog us weaey

0.0

12.0

8.0

6.0

4.0

pH

alculated

o Experimental

100.0

80.0 ¢

60.0
40,0 ¢+

[2] poqiog ug uesisg

0.0

12.0

8.0
pH

6.0

4.0

- FeQOH-0.1%
FeOOH-0.2%
FeQOH-0.4%
FeOOH-1.0%
FeOOH-10.0%!

D Experimental
- = = Mont50%

fot] paquog g Jusaiay

10.0 12.0

8.0
pH

4-3 ZEMEADS nDEE (T LMIC L 3845

6

4.0
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5. EBE~DS n ONERER
5.1 RB&#H
RE-ICABREEZRT MR EEREANKETH 5,
5.2 RBEFAE
5.2.1 ®REREBME

(1) 7EER&EOFEKOAE

BLAAKTHEEL 0. IMNaCLE TR ICE B PR E % B K 10000n] /g THE S $ /-, 20
EE®WIT1IMNa, S, 0, KEREZHEMLE h ’5’—300mVD.'Fl:T=ﬁ§ L7z FE#AKo p HitHCI,
NaOHZEHEMLAE LA 1 y FHRBELARE, 7405y THBL.ZOAWEERHNK
EEERE L,

(2) WIAEARERME
EEPRETFEAXLI OOl L EFANEE]l Ong?BRE L. EB Tl +ARKEBL .
TR *SneECSNA by VBB EFHEDSHBEIC LA X JRML.E S IZ4DER
A-300mVELT 2R o TV B Z & 2R L7op HIGHCL, NaOHZ IR L F/E L 7=,
BHESIETL2ITOETCHOIREEBREZO I/ U—-T Ry 7 ANTEEL 2,

5.2.2 pE/RBECEME

GADTERE (Kd) 2 RA TRk,

Co'—C. V
Kld= (c. ) X i m!./g]

Kd . FESRHE (/g
M EEZREE (g)
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VIERFEHAKEE (o)

C o ¥R F B4t 88 % BE (cpm/ml)

C.:EH 5 8% OB B4 R E (con/nl)
5. 3 AREBR

BS-2INERRERE TR T AEGRHEEp HAE 2 L ETTAHMER L2,

5.4 %8

BIS-LZFM6, TEEICKB L NERREE RUREEONY M4 OISR
BREREZEOT.SEREED D HEEM LR T,

ERNZREDTERBEIR, « -FeO(OH), BT EYVRF A b, RV P F 4+ LA
2. PHABC2AICLAPWETFTLTVS,

5.5 % &

QBN FEDFHEAXOPERBR BT UTOSERKES B,

pPHES6 pHY : pH11

7B PR ¥

3~4X%X1053 1X10% 1~-2X10°
(ml/g)

QBN PERBERPHO LRI LA TRAL 7,
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F5-1 BENDS n ONERBRESE

E B . -z% B % #
B 4 il X
# 0.1M NaC | BBOFERA
W E 1000 0ml/g
TSR SRR T (7~9X 10-*mol /1) *?
pH 34 (6.9,11)
EH K BTLEEA"
B 14 A
BER B 2 @
® OB M 6 A

1 WMS niZ7AANERCI 7)) & L,
*2 RITHI (Na,S:0,):0.0lmol/1 (1B @i b 120. 001mol /1 & T 3)
UTF&s5,
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#5-2 DUNBBHR

% B & 4

= BR & £
B |BRE | MHSikE |E8 | B8 | EEM | ER | Rk | 5 | B | fhSnigE K d1#
pH | 3 | B8R | (mol/1) ExE | EE Eh Eh (mol/1)
i (B) | (BsfeEiRE | M v 17! pH | & [pH | G
cpn/ml ) SHE) SHE) | (iitaeimes (ml/g)
(mg) | (ml) cpm/ml)
9.2X10°° (3.03£0.07)
61 (6375+£27) | 11 | 99 | 9000 }6.0 |-400]6.3 |-413 X107'* | 2.6X108
(211+5)
....... 35
9.1X10"° (1.830.06)
6| 2 (6324+27) | 11 | 99 | 9000 [6.0 |-343]6.3 | -387 X10710 | 4.4X10°
N ' (12744)
9.2X10"* (4.49+0.05)
911 (6375%27) | 11 | 99 | 9000 |9.0 |-533]9.2 |-499 X107° |9.3X10°
(312729}
............... 35 e b
8.6X107° o (4.07+0. 05)
91 2 (6018£26) | 10 | 99 | 9900 [9.3 |-492(9.3 |-535 X107 {1.1X10¢
(2834+28)
8.3x10°° (7.26%0.07)
111 (5763+£24) | 10 | 99 | 9900 |11.0{-585|11.3|-600 X107% |1.4X10°
(5054 %43)
............... 35 e e e e e e
7.5%107* (6.20%0.07)
112 (5202-£22} | 10 | 99 | 9900 |11.0|-605)11.2|-632 X107° | 2.0X10°
(4312+39)

* 1 FETREIREE  1996E38 1 H COREHIESE.
*2 BELM255+3T
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t
1
b~ w Te =t

3/1u) “ (B} p ) 301

pH
-Fe0 (OH) AA~YI4} DRt rEEr{} T?ﬁﬁjﬁﬁﬁﬁ

ARGHE (TEsidas)

GERITSFHIR

B PRBEEA VAN

Oa
3z

X5-1 FEEEMEO p HEKFESE
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6. SnOERENOREA+ EEFERAR

6.1 HEiG
SnOERE (BEFMEFEICH T2 HAPORESF Y (50,2, CIN)0BE*RITT 5
.80, Ol BAF VBEETEMEE - BBERRY T L RABREHE T R6-1IZTT,

6.2 HBRFE
Na,S0, M X iINaClBE H&A50n1iZ. ' *Sn2 AL SnD A b v 7 WA % 710 L Snil i f

Z1.1X10"'mol /HZFHEE L 72 RIZ  NaOHCpHS AL L . EB T3 + AREEL”., 3 »
RBE. 74V CEHEBRZAEL.AHEPOSHgE kD,

 BESETEITOLETOTEY. EEEE (Ar<— 2 :0,<lppm, C0,<lppm) ¥ T — T K v
4 XWT‘%E& sz::o

6.3 RBREE
RBRERE, B6-21057T.
(1) SO nEE
He-1IiHFS niBEICHTE2S0 A A 0BEE*®FTT,
7722 (0.4MNaC 1 O,FH) OMFS niBEICHL.S O T RE%0.001M> 5 0.
IMNZE SR TOHF S niBEIIKE LT RITO i 2o 12,
(2) Cl o
R6-201CP S nilBEIIMTEC I 14 0BE:RT,
77227 (0.4MNaC 1 O ) OWPS nBEICHL.C | "E%0.004M550.4
MAZEL S TOBP S nifEIRE2EEBED Lo,

6.4 FE
FRTEEMATEARE.RUBAEECOLEERO® S n DERERRETERBL &
REAKREFR.BAERELLDICHFS niBEAXIZIZALTHY.50,2-%C |~ DEEIES

EVEER OGN FRBERI TR T EENAEOREEL*ERIZL0TH) HEP S
REILHTHES O RC I  DEA T OEBEF LV LABRATE -,

6.5 F&&

BRNEREABRICBI WP S n EICH L T.pDHS 14 B0 4~0.60 414
TEFAFY (S0,2,C17) OEBEBB O NE Do,
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#b6-1 SnERERBICBIT250,.C - OBERBLAN

®H H A OB £ (At
SO OFE Clogg 7" 504
& 48 0. IM 0.01M .0. 001M 0.4M 0. 04M 0. 004M 0. 4M
Na.S0, Na,»S0, Na.S0. NaCl NaCl NaCl NaCl0.
40. 4M +0.4M +0.4M +0. 4M
NaCl0, NaCl0, NaCl0, NaClo,
T INSniEE 1.1X1 0 "mol/]
(6M HC 1B
pH 17 (pHS)
Z H X BT EHE
BiEHHE 3¥A8
BB &% 2@
OB B 1445
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Fb6-2 ERMERBICBII5S0., C Il 0ERRABER

Eoll s R O ABRER
| t0ASninE
# 4 B (ml/l) B & | #9pH | #2HApH | SniRE (mol/1)
M| (BsTaEiRE -1 | (BeETREiRE
cpm/ml)*! cpm/ml)
1] 1.1X10°* 35 H 8.0 8.0 (9.1+0.2)E-8
(48802+263) : (38.8:£0.8)
0. 1M Na,S0,
2| 1.1x10°* 378 | 8.0 8.0 | (9.2+0.2)E-8
(47341 +255) (39.7+0.8)
1| 1.1x10™ 378 7.9 8.0 | (6.6+0.2)E-8
0.01M Na,S0, (48051 4259) (28.24+0.7)
+0. 4M NaCl0,
2| 1.1x10°* 358 7.8 7.7 | (3.7+0.2)E-8
(48259 +260) : (16.1+0.6)
1] 1.1x107* 3B | 8.0 7.7 | (5.9%0.2)E-8
0. 001M Na,S0, (47693 +257) (25.240.7)
+0. 4M NaClQ,
2| 1.1x10°* 358 8.1 7.9 | (3.0£0.1)E-8
(470784253) (12.7+0.6)
1| 1.1x10°* 3¥H | 7.9 8.0 | (3.6+0.2)E-8
(47926 + 258) (15.5+0.7)
0.4M NaCl
2| 1.1x10°* 37 H 7.8 7.7 | (5.7+0.2)E-8
(48416 +261) (24.4%0.7)
1| 1.1x107* 3+ H 7.6 7.8 (9.1+0.2)E-8
0. 04M NaCi (47487 = 256) (38.840. 8)
+0. 4M NaCl0,
2| 1.1x107* 35 B 8.0 8.0 | (14.0+0.2)E-8
{47206 +£254) (59.8+0.9)
1} 1.1x10 3+ 8 8.1 8.0 | (7.5%£0.2)E-8
0.004M NaCl (47484 £256) (32.3%0.8)
+0. 4M NaCl0,
2| 1.1X10°* 35 B 8.0 8.2 | {13.0+0.2)E-8
(46959 & 253) (55.9+0.9)
1| 1.1X10°* 3+ A8 7.7 7.7 | (14.5+0.2)E-8
(46714 +251) {62.3+0.9)
0.4M NaClo,
2| 1.1x10°* 3+ B 8.2 8.2 | (11.7+0.2)E-8
(472694 254) (50.0+0.9)

%1 WATREIREE (1996458 8 1 B COBEMIEME

*2 mBEGF: 2 3+ 3 C(EIR)
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KN

%
(1/10m) * (EgRuUSc ) 507

-84-
-10

0.1

0.01

log (SO 42"1’7}‘ i

Z) . (wol/1)

NTES850. 43 Y0EE

-
—

B6-1 #hS niEEl

AEEN

A4 »5BE(1):0.43~0.57

pH:7.6~8.2

BEEMF:23£3TC
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6

0.5

0.4

0.2

0.1

0
;) S

—
(1/10m)  (Ffgusdgl) Soj

-10k-

C 1 438 (mol/1)

R6-2 BPSnBEIHTZC I 1F-0HB

ABRS Mt

A4 # ¥ 88AF (1) :0.53~0.57

pH:7.6~8.2

mEFEMG:23+3T
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APPENDTIX

FTENT77AS nBEMAICLA2EBHAEESER

FA-1 HREBEH (1)
EKA-2 HABR&EH (2)
EA-3 EBERBER

HA-1 BHRERABRER



FTELZ77AS nEHICL B RMAEEERE
1. RBEs&H

REBRE M RA-1 RA-2IRT o
£B1.3, ATR.7EL7 7 ARS n ORBABRERBREZERK L.
G2 CHBRABRERBREERL .

2. ABF&

(1) R I&E

B THEL 720, IMNaCIO AR BEHSIICSn A My 7 BB RBREL.SniESH
% %NaOH, HC10, T D p H PRAELLENUROBAER EHLI->TUTOLS
IZEBEL 7o _
OkBEMEBERR (£41,%%43)

ﬁﬁl FRBIC7ANICHBETV . AHRPOS niE*BB LA F0HEpHE
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