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Investigations and Technical Reviews on the Reliability of Prediction for Migration
Behavior of Radionuclides (H15)

(Document Prepared by Other Organization, Based on the Contract)

Hirokazu Tachikawa *
ABSTRACT

The research plan of the validation on effects of colloids and organic materials
drawn up by the Japan Nuclear Fuel Cycle Development Institute and its’ research
outcome were reviewed comprehensively by an expert committee established in the
Nuclear Safety Research Association.

Aditionally, experimental investigations for the migration behavior of actinide
elements and fission products in engineering barrier and natural barrier medias, and
for solution chemistry of them were carried out and discussed by the committee, in
order to enhance the reliability of prediction for migration behavior of radionuclides.

The subjects investigated by the expert committee are as follows:

(1) Research on solubility products of An(l11) hydroxide.
(2) Diffusion and electromigration behavior of plutonium in buffer material.
(3) Analysis of the nuclide solubility in compacted bentonite.

(4) Survey of the actual contamination by alpha emitters in steel materials.

The work was performed by the Nuclear Safety Research Association under contract
with the Japan Nuclear Fuel Cycle Development Institute.
JNC Liaison : Radiochemistry Group, Waste Isolation Research Division

Nuclear Safety Research Association
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2. BERITEEOHBRMEICH T 2RMMULE 21—

2.1 HAVILEEBICE T 304 F - ARYEEFEFCETSILEL R
Rl bEa—F22HTHRET IV v ay FICBWTHAOH =, 1 7 1

WiCBTDamA R - AR ETFMF RO RICH L TERBLZbDOTHD, L
b o — GG EHZ DWW T8k 2 ISR L7,

2.1.1 HUFEEMALDOLEa—OAVE

(1) Np BfEEICRIFY 72 VEEOEZEF

AL bEa—Tik, BEDOM%E (8 2—5) 22 L=, sElZ2ARERICHE
STO7IVEEOXF YT 7 XV E—var, OF 7Y =7 LA0OBLKRERTE., OF

i BE D EAITBI T D OB Y N, IOV Ta Ay hT 5,

O7IvBOXY 772V E—vav

TIVBOEREEEICOWT, 211D 2.3-4 DFEE LV . 23.4 meq/g ([2]
HDp.8 TIHHAMZ meq/L & LTWEIRZNIIMEWTSH A H)E ., RIS
SNTVHEELRTREVEEZE TV D, TP L NITEHH TRVWVETH
HOT, R Z LIZIETE R, MEMRE LD & XMt pH T2 < mV &
o TNDHED, EOLI7pH TED LS REANBEZ THDE b Iz v
Dy, TR D R CIREE O MM AR X D EHARICEL L TW A KO IR A D (8
BN FRENDETO pH OEAN 21FEICE EE-TND), ZHITHESS
Thod7IVBIZHEARTEY ZL 0MBHC)AEIKRPICHEFLTND Z &%
Bt 5, EBROTEIHIE. i mg O 7 I BB SRR T H D D
A28 AFT D HCL A 96T E VIR M OBE 0 R > HCL 22 D kG 7 <
VEEREHIE R LT\ D b D0 HIE T X 220 i E VIR O BE i o HCI
(X 0.1 mol/LL X 3mL=0.3meq THHDOT, £FH< HCl BEMT I @R
BHZERE L TWa EBbivd, & OWEINSI



JNC TdJ 8420 2003-002

V,[H'] s [NaOH], =V,[HCI], +V,[OH ]+ W (R")

Vi =V, +V, +V,
Vr
Vi (30 mL)
Va 8mL [HCllr 0.1 mol/LL
B (5 mL + )
[NaOH]r 0.1 mol/LL
W g R eq/g
Np4 TTA

NpO2*, NpO22+
Np4+

_[HT],

HT s (HT), bR = [HT]

(log Ky, =1.52 for xylene, 1 =0.1)

TTA . TUPAC [3]

HT s H'+T K :m, pK, =6.28(1 =0.1)

: [HT]
TTA
(IUPAC [3] NIST Stability Constants[4])
NG+ T = NpT", g = NPT
[Np™ J[T"]
Np(IV) TTA
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_ [NpT,],

NpT4 s (NpT4)0, DM — [NpT]
4

_INpT,LIHT _

4
K
Np** + 4(HT). S (NpT, +4H", = =K _—a
P 4T, = (NPT, [Np*][HT],* on (Kj

ex

log K,, =5.15 (HNO,, cyclohexane)
=56 ((Na',H")CIO,”, HT in C,H,)
=4.22 (HNO,, HT <0.1 in CiH,)

IUPAC [3]
o _ [NPT.], (NPT ([Hﬂoj“
Y [Np*1+[NpT*]+[NpT*]+[NpT*]+[NpT,] [Np*] — “( [H']
TTA
logDm pH
Np4 pH
pH
(a)TTA
TTA HT, (HT),, T
pH pKa + logKpr TTA
(HT),
Dy =[NpT,1,/[NpT,]1= Koy NpT,~
(©)
pH
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, m Np(OH)""]
Np* + mOH S Np(OH),"", 2, :%
i " [Np“J[OH ]

+4 U4+ Np#+
pH 0.5
D — [NpT4]o
" INp* 1+ Y INpT,*" T+ > [Np(OH),*"]
pH
pH T
NpO2z2*, NpO22+
NpOz+ TTA NpO22+ pH
TTA pH
TTA Np(IV)
Np4+
TTA
pH
Np(IV)

Pu4+

Np(IV)
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BIESIIRNndDETB),
" e 4em __[Np(OH)*"] N
Np* + mOH~ S Np(OH),*™", B.on = No" TORT k5
Np(OH),(s) & Np* +40H", K =[Np*][OH]* Ay

IV Np(OH)«(s) L IAMREGIZH B2 T 20U L OVEIREL

[NpAV)], =[Np* 1+ [Np(OH)* ] +...
K,

K, = .
(1+ B[OH ]+ B,[OH] +"')_[0H-]4

[oH T

a+> B,[0HT]")

IRIIVEBPHETEE (BHEOEYD VI VBIEIFLEMEL TR ELTHE
THERETS).

[NpL]
[Np*][R"]

Np* +R™ s NpL f=
EVNIHERMEZ S, INpLIZT7IVEaO1 RICHEEEIN R TV ZULD
BETHS, SOLRBEHEOEDIILVLTEBLEMMOIEHTERESRES
95
& . Np(OH)u(s) LSBT H B 7 TV 2 ADERED

[NpAV)]; =[Np*']+ > [Np(OH),™]+[NpL]

K, m B
[OH T 1+ B,[0HT" + BIR7])

LD, ARETIITI VBORWEZOEMES pH 228 2 TR, PHEHK
THEE—EOBRMECRDIEED. ZhENp?ITHDEEZXTHFEZTTD
TWBESTHBN., THIIEENT, FHEESRT—E &85 OIXINpOHJdE
WOHRBBTHBZEZALNS, TADBEIORETRDLNTVNS DI

_7_
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([Np*1=[Np(OH),] 72D T)

[Np(IV)},; =[Np(OH),]+[NpL]

Ksp -4 -
= o T (B[OH']" + AIR])

D&M TOBEREELT

Np(OH), +R~ 5 NpL +40H"
OFEEERICH=BEEZBND (BREZD B IIB/Bs KHZD, Np(W7RED
BEHNRBRE log B &L TIHMADRIZEET S logBs ZMMA =B E725). logPa
COWTIREEENESNEZNEAREEZp. 4DENSBMETHIENTELDT,
BEZFENTZ N,

(2) RY bFA baOA ROREFMEEKEDORE

%%:D%F@%ém‘75?%%@%%&@&&0‘%ﬁmﬂyﬁﬁﬁﬁyF
ELUTHEETZON. N MEOREDEHERREEL THELENEZDHBD
DBIT LT ONEZAZHENHS. Thbb, BEOBTERBIIBHNTIOK
H7EH IO RO T AKFRBEIZESRZ20MNMELLRS EBbNS., ZhE
MBEDITIE, EEIO1 FORE (R M b BA%). REN. 56%F0H
HMEDBMIZEZHECHHBREZHMLBERNHD, TOLETEINTEMRLZE
WaoA RPN DETHRET. THIIRELEEENESETREan I &L
TWDOETHBIF LTS EAICHEL DI TH 05, ZOHRITIITEEE
EBICHE (M) OMEZBHERTIBENHTLS 3, TOEKT, FIHINGE -
AU HNEZEZEINTNSDIFHET 24, ZORIICINSGOI0A ROREME
GEEMNSIEBARNTEAFELBMLTNSE LX) ZHDZLEND DD TGV NE
B,

Fy o7&V E—Ta TR a0A ROeZRIHEK. BREOEHE. an1 K
NFESHEIOA PRIV OEREFENFIREEELRDLEES. B TDH
BREZ—EMAZON., TIUPETEIIIVEFIIVE, T ) —IVEKBERE
ENRBEOBERENEELRSN, BEI101 ROBAIZ. E5B500, N2 hF
A haoA ROBFEFBEIIRY I FEKPHHELZHDTHZDNE SN,
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AHEIOA RTRIFABIOA ROLIRBDOT. BAXRMIIH S EEXDHES
LRT<LRZ0., ZOMRRAHBHREEBRBRINDONE I N ERITE S,
FREHOOA ROBE, 2TFRIZAHBIOA BICERTIEL, B TERED
BN INEFEINED (NI FROFCBREEEDOBRILEZN).
FNTHEBEAF U ERHEETH2OTHNIE TN R ERONRICED. KU
T BEHEEER/J0A RBITETIVETEATVWSA, 53D LERIIRS
TWoL D EZEZIZIEIDNNA > GEERDTIRRZWES S . MDTO Kd JlE
DESIZ THRERERTS] EIRBRIEOBNEIZBZRNEHOTTHELZED
TWeEERN,

212 HAZEHSOLE2—AVE

(1) FAEICHIFZ 04 ROJZNTDONT
Ho2RWMOEEHANICBN T, 201 ROEEFHIITHEEHEEZZTHY,
FNT< 2ERBENMENESICITEBICRE L0 RIIERICR S0, &
£FEEIOA REERIAXIBRNEINTWEY, ERICIEIRIERIEHEZD
35720, TOEGOFMOBETHY. ML —HEEBFHETHDEDI
AVREHLEZERD D, SHOIOA( RHFKTIEIDA FOBEREEDOUIF
WA T, #5381 RAOEENRRAFENITEZI DS 500 2HHIZTEHI L
WLETH 5.

(2) RS FOREMRICDNT

BE. RRET CTOBRERKRECEODWTIOAS ROREEEZERL TVNHA, E
BMOBEHTHIOA RELERXELTINIFELRTNETOM 6N, a01
REFOWEEEZZ DRIIIHERFEOZENRENZD, Y-FBMAEIT LD
Ta01 ROWEBFEEZAETTRETH S, XM haoAd FRAEIHELT
WBH—HT. 28 (BR%). RRAOEA FIOA ROXSYEIEHENS
pHIBEZ TOEBTECHET 2720, METRELLT I,

RAHRIRIC DN TIIWEERN L BINTVWDHOT, J01 RBVKER. £
AN EEETTHNEBRBLICS VONERARTRZIEVEINTDH 5,

_9_
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(3) WRIERMHICDINT
BEMBIZDNVWTEZD LTI, A FVBECDVWTHZEERRLETH S, B1A
COSEVWRRETIZIOA RORFEZ2RD B E—FEMNELL S 220, 201 K
NRETRIBRDAREND D, TOD. BARKRTORERRDWTIRAE LN
WETHD,

(4) RuUBHEBROEEM

FEMBRRICE > TUMHRTERVWAEHEBE L LT, RABEFEOI O RAF
HELTWED, FEFELTWARSIEEDLSZI0A RNEMD Z ENETS
N5, TOLET, ZOoa0oA RBPARRHBREFEEIITNEINEDOVWTHANRS Z
ERMBETHD, 2EL,. BRESHKTIIMTRECEET S ETFRINLGHR
OO0 RIZIFICHEBT B EFRINDIDT.Se LI BRAFAa01 RITH
EZL. HTADENIKRD, BE<BHTZ2ERENHDOT, TOXIBAHELED
EHTRFTRETHS (EL. BRRETRH Se 3B 4 2ITRABEBWND
Lz,

2.1.3 KIZEEMSDODVEa—AAVH
B ERTOBRITICERIET A0 RAOKBIERE D22 —E5R S ME
BT — 12 DWTEHE (T8 2-4) TDOWTODAIA TS,

(1) |MELIKICDNT
HRRRERZY EEDNS, /o T, MEANFTZH LWL /2,

(2) BRMEBRPOKBRITICRIET IO FANOKEREEEDTZE -~RR L
HIERFT—ICDNT
a0 Rz2a04 REUTHEECROHE> TWRNWEIAICHEZREL 5. T
b, 2041 RIEELEBNSRTFTHD EIANROAEANTE D TH S,
LU, £ 2-4) Tid, MOBROFHLEBZVWEZLIKTFELTLARDNTN

_10_
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BV, RISEEEROFICHERBOBRVBHICEZNTNS, EORGFBH
BThaN, BICHBRENRKRINTHLAVDIEL, J01 REZF>THWHRD
EHICTFRTH D, B6<, ZORBEEZRZSDOR. BHIRO pH ©1 4>
MEICKESEKETBEITTHD. £, KELARTNTEF TN LRI LI
AN

Y BANERIESN TS, FNEBTOFMEICE2<AA TN THRN,
4%, J0A RRPBRRAETOHBREEZZR L RNV REND I L2HHFT
%

]

2.14 EBEELSOLEa—-TIAYE
MEEBTICKIETan R - FRYOREFMUIFEME] (& 2-1) iToOWwTa
A b9 B,

(1) MEfEean1 K- AHEmHEEER DM AKEXSC RIZBEL. T73>
B & Np(IV) & D ERRRI E&HIT, BEO 7 I VEBAORESERFR K B
OREZTRD ZENBEEEZXD, ZO77O—FIZXD. JAW pH & H
BE (14 VRE) BHOT—F2E5IENTE, BPTHT 2RSS
ABTIVBOBEEREBETES (FITlog Kd O F BEKREFEIZER
THD).

(2) TEREEaOA K - AHEYHEEROFE (4MBEXFAF) & TRBNY
YO0 RBITEBFME (5AEX T R) 3. BEEg) EOMAEER &
& BT binary (255%) HMEEMATH 2. binary HIEDOI D AL RNEZW
M EB Ny FHEICEVOKE. @a01 K- A#Y. @FMN 5735 ternary
(3 TR) OMEEROMEEED. FUNOKBERE~OIOA R - HERHYO
BB REIPBEITAIBRERDZDOTIREVD. 7IVEONZD O ILIY
KRELTB0., FEEEBELATVIVRBRIIEEEEBRL TSI EE2EDIEX
LML, IR EED D L TRELDRFERED—DTH S,
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LR TIE. (DIZDOWTIE, 1A RBETHELZITo> R (T VBREETT
® Am (I). Eu () O F > KBEHBANORESERBOHE). TOHKR. i
W pH ZDBEIKREMF T, Am (I, Eu () O 7 I VEANOERESREFEEZREL
Too TICEEIK. ZSIUSRR/R E. SRR BRI RRIT RS 5 857 )V 1 U P O s An
FTERT.SDEIAHELNCEINTVAEVNEES> T, (DT o —F T,
F—=&NELT, 72 VEEE Am () EOENHEERER (7 VBRRINTS
Am(IIDDOHESRGRE) Z2RETE., ZLRIT Additivity ETIIIEAWV, BTV
LTS WEOBRBERNTERE., XVEHRRTCOFMICHRILIDOBEELRT
— BB ENTELLEEZS, |

RIZIZODWTHHEETIE.O© Am (M), 72 V. HF U1 F.©@ Am().
TIVEE. ARYA NS B 2FED ternary  (370%) TO Am () OAF
UFA REATY A MIHT2HRELERBEREL 2. TOERBRRHREZHENL.
BELDERBROXENRFZHSNICT 57280

() Am (I) OHFVUFA b, X, AYY A MADOEESEREIRE

(b) 7I2BOAFUFA . Xid. AT bAOEEEORE

() Am (I) O 7 VENOEESEAREKIE
217\, binary (2 5TR) M 5725 @)~(CQDERZEN— T additivity ET IV T 3
FTHEDAm (). 7B, hFVFA R (XEATYA D) THETHEROFHNA
ERBI, TORER, additivity EF ) THEOEBEMENELAB T ENTE
oo TDZ E1T additivity EFI)IVE D ST U THRFHFAMET RN, 73 VBT
JUREE ORAERITICRE T B EERmNARED S OREFMANDET IOV AADTY
TO—FOHVFEHLNITEZEEZD, COLIRTTO—FRH->THR
WD TRV,

ZOWEDOBE T, HBEKEE (13 MEKREE) TOWTRFELE. 20
#EOAm (M) ®Eu () OFFVFA F (XEFATEA B) ~NOBEFERFREK
BIEEACEEEZZTRNCE, Q7IVBOAFTIYFA L (REATIA M) ~

L 2R TOTF— ¥ (BREOHEMANOEREFEHLHEEE) 2ANT, 3ARTOKED T I VBREETICBI LA
ARBEEFMTZENITTO-FOLFOIE, BFNFMOETILICREATHLLVIEmbAIN
W3,

_12_



JNC TJ 8420 2003-002

DRERITAF O BEHEME EHIT—RHIZEML, £OZEIZLD Am () D%
ENHBREICTTEHBIICPARENDDOD., TNEFEXZENDHBEIETFTANT
ERHMoT, @Am (M) DT I UEBAOKESEHRE GEFIISBRE K & W
BERENDANBNA, BBRKEERE LT, SEERERERE TES pH HEH
13 pH4~pH6 ORI ER 5N 5,) 12 pH4 ~pH10 OJEWHH THE S EGREMET
TEHEEEIRA A REREENRD 5N,

INSD2THRTOERT—IZ2HEICITRETO Am (1) OEEHEHREKD
Bl R EMTT 50T, K pH Bl (pH4~6) TIIT7 I VEHEKhERRLZRET
EXHEICHEL TS Am () OEDZEENXENTH S, —F. & pHEl (pHS
~10) Tit. 73 VEEENPPRLEIIRDED, HRANCHFY FA1 FoAYT
&A1 MCE#A T DOBET Am (1) &L THERSEESNIEREGZ. HEE
#EinEEHiZ Am (M) O7 I U EEEAD Log Kd (Am(I)/7 2 #) 13K TF L.
FORZEWXED, Am () OAFVFA b~ (RIEATTA F) NOEEEFRE
MY AR E RS, o T AT VHBENNINVEHEDOTT. DO pH ]
T, 7IVEBOFERRLY Am(DOEELSEBEPEDET TSI END D
2o TORD, FEHHAT IO —F TEEIXRELFTHS. Am () OEEE
BEMETFLTHARBMN RO KREREEZAL TR, FHMEHRICKERZEEZSZ
BMNEEZEZBZN, EMIESS D UERNMREHRITLIBEND D, BHFEETILL
EOFEERB T SO —F TREEEDTE .

ZD—FT. KOBMEDHHRTDT I VEOEHZRAN, REBTRENDE
BIFMZ2RANTI2ENT TO—FBNBETHD. BE. YMAETOEERNT T
O—FE2RN—ZIEMTY 7O0—F 2 EDH TS,

2.1.5 ZRZANPLOVEa—-IAYE
(1) #BEHAAZ b
FADY 1 7 AR BT 2 s BESEY) O B AL 7 & & ERHE T FEIC X 7 2 38
A
i, EFHHRBCHALEAREREOFDRAOD OBLETHET
HE LRIV ERENOUSICETHHDTH S,

_13_
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ii. HDAETREEHEZRE LERBERILYT S
EDOEBIEIVWTITON TS, EWIbDTH S,

B 7 )VHERE (BB 290 & LEBEREOEH EBHRMNABM AL 2T,
FROFSHBETHEREGE T, J—TERT) KFESREL. {BO
BAHELTEBEL TS, LA L., ZORBIBTRTEABETI/N—TRRERLGN
FPoDHDIEERETILEND D, FEMBEREFR T LEOHENTHH, X
AT R D AT W EEZ B BRIZBW TERILGEDRHITIZZ > TY
BV, OHEST. SR HERKBEORB LRSI LIBHBETERNLEAETSZ
B, Bie, Nz UERAEER (B8) OFFEFICHEE T2 2ARVWEINRK
Th>.

D k.

iil. FEAFRBOBLEIX. H<ETEHEFARZHREELZDBDOTDHY,
iv. Wi, BERASEMIGEEINZOTIRARLS., ZoICtal - BUs
HICRES NS

ZEELOMORBLELS TSN,

IOESREBERHT S L MY OLEFMRRIL. VNV —TRBOa
Y ZEEDEDET TR DB EHIICHTIERKBOHEMBREZRESEDD
DTHDZENRKDHND,

SEOAKET—2 ¥ ay T TREINEWRE ((T6& 1-8) ~f& 2-7) 23R
DZE) KTz arrvERDLENBE, LR 1. . i, vORlR EEE
n5, FEOBENMEREOREDRZLEEICYR VB EIZEXCDDERLTTSH
A5

M. LELOBEPFET =2, B2KEMO DN THAKR I NN
XOMOEMMWEELZMHAL LD EHERIREEITNTNSEDDTHD I EICRE
EHEoTWAOTIEARNL, LML, FREOFEEIL, PUEELRVI ETRERDZN.
i, il il VORE - EENSRBERVIENHNTHY, 1. HOEDETIC
b L. ZOHEAER LN —TREGFT, il. VIZIZBREATEZDSR>T
FHoNTWsbDICBEbNS, HFEOBRET. Lo REORBRIIRICRKMATNS
M. BICEEMEZEICL. BRICBZZOT AW TRESBERICREATHD

_14_
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HEEHEZENRZNTHRLL, BANRNEEZ, R UERLBET S IR
LTRS TRASRNDTHEN 5,

DRI, V—272ay/BIBROIAL NEEMZ LTROBRNSHEH
B9 5.

(2) @A
O A 7 VAT BT 2 BMETFROES RN (INCHIHEK, BFEK) 0%RIC
HUT
INETOMZEE S LI Np(IV)KFIEELY OBEFERRAE & W5 REZ
L. BENCREZHTOOHBZEIFFETES. LML, ZOREIPLSH
HAKIZEDLIREE - BREF>TVNAENIIDNT, ES5FFHL TWHE 7
H TR,

QYA 7 IIVEB BT 5 NEMROEBRI INCHENEK, BER) ORERITHL

T

OB, B2RWMO FEHNITBNT, WKRITARPIIBITSHED
NEIC DV THRABBRICE TV AEFMATOR TR E WS FERZRBH
L. BEEALEDEDIZINY M1 MBI UHEEICHT S Cs. Se DYEITD
WTONY FRBRE, REMROEAICHT S Cs OIEEHITDONTIIRRS
NebDEBEET 5,

ERETO Kd EOPEFMICDOWTIIFE - B TELN, REMXTOE
BEDEBREALERINTRL, REMX TORBKIT. —HORMLERRTS
50T, ERETORRKRE DI D ICHEFMTZHN, bo LY FTFERFVHS
ETH5. Cs DWERIN. EREBTOTNEFBELABRNEDFERTH - 2D
FOBRBZFOHONELNED NHWTER N, IREHRXZE T ORBR TIEHEE(L
TERW, 2EMERANOERTH o TH, R/MLERE DORHIHEOHBI N HE
ThHb.

ONp BRECRIET 7 I VEBOZEFM (INCHERK) ORRIIHLT
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ao4 R (BERE> TRILBREOERRS D) FETHRHET. TTAHMT
BKDEEEEREZNUET DLV FHEZODBOORROIEBH Sz, Eil
MR T, A &0 THWIE EFH ENRWERSMS 2B E T 5 DI MEH
FHEINTVRYL, EREOEZESEDT. ZOREBHITO2RMEALFZEET
DHEND B,

RE - R RMBER TOMBITDNWT, BHBREDEZ N,

@auA R -EEBTEMEBERBRRR S COLFRAC & AW (INCHR & K.
BER) OERIIHLT

MABE TN —T TR, X bFA banA B ZWIHABIAVNGNTNK
B, ZOAFBZTOHOPEETHHNE DI NASR, FEPRE 235 £ 90 nm
OB FZ2I01 RERERORELWOD, RAVBETHAS. ZORME
REIL. RV RFA b (BERETRIENE) SR THRER TORN R
MTEDOBITER] ERRARETHD, < Ed oD FEKBOBITER]
EWVSHFHRITEY TRV, IVROBRMRE O —T LT, A5 EDEY
DBVWHLS, BITREOEEZZERLTCVBEMN, a4 K (N2 A Mk
F) OBBZBEHAHEHASNTHARN,

FAMNERBRIIEECEETH DA, HETORMKRY - KERHNEDL DI
D OBHMCRF L. ELLBRESN AW E BB EHER 2 WRERD S,
iz &b, SEORRIL. BE - BREDREADEDICHELABRJAETEREIN
T s cERn, ENERBROBERIL. E<EBHE=Nns0T. BNT
EHToRE. FENORBHERER TSN EERBTRETRN., BRNTERKL
T EEDOIRWEMBRBRLZT T, BRNTOASHEEORIICIZZD AT, B
DENIEETES EHEZARN,

2.16.HFUEENSDOLEa—T XY

O3 : o adm B S

%z O, TNTNOEMIIEC T—EDRENELNTHD., £98D
REDHBETES, 2L, 2ENRZER» 5. fOBELOEE (RTFIREE
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il - ESEHE 5 —. RFEEE. XERERIED) LEBRLT, TOTE
EHOON, L BTS00, LW ERBT ULHHLMA TR, fl5,
EMFOFMEEBEIIT S LD, BEEEENLS OMFERRE T DS 5 LDk
BIZEAT2HEMALRRTH B, TOBERNFRE, BLEAHETHD. =
2B R0 S OFFMIZRETH - 72,

Dz EHENITBNWTIRERO—TLZBIEITNETH LN, Y1 T IVHEE
DOBFEZT TIZRL, OBEHUOFELID T, BN EEENLS OWFERRE T O
I LDERBOBANS ORFZITI T ENBEENS,

(2) RERTICRIZTIAOAF - FRYVOZEF@EHARAOMEB I Ak

YHOBEDS ETHHENEDLNTVNSEEND ZETHHN, LEOBEANS
. bo EEERNAREENRK LY, s IZ2FEICBNTIE. PER<EDHIDR
ZHBIZTERETHZ0S., ZORAETIZ. ZORZHEICTS. bLEZ
NEFRFET 2.1 VWS X5, BANLGBEEREEZTONETH S (BITHRDMR
HZEEETEVWS ZETIE, T2y MK TIEARW).

DAY hFA banoA BA® Np kKU Cs OIUEZE)
Np RO Cs ODIEXEE & EHIT. X2 bFA bao REERORENH
FINTVRBEDT. BYTH 5.,
ERERN LI, BREOIGEYM FOFEENREEINTHWSDT, €0
A hNERETZELEBIC.EFEL. NER.FEEZHRICT OISREND S,
4%, NpIVOWEZREBORENTFESINTNSA,. ZOHFIIFIIC
WBDOERITERTHIBEND D,

QBaBtABRTOBBRITICRET IO RFAOKBENEREOEE - EHR &
BB R —
MOEENSDIAL MNZOHDLIW. Z<DERVEETLZHLETH
M5, EFTIIOFMMIZE > Tl BBREHFEEMSEL LTI TR
HERTHIVLENDD.
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®Np BMREICRIZT 7 3 2 BRORENME
PREICHIAL MLZL DT, 13 R ORRICY > Tk, BEOREW
RINE—27 ZHNWDBENDH S,
RIEHIHH R K B 1 F M OB E 1T > TR, T OBIEF O F Al
OEXRETDNT, HENUHERSHERLTBILENEETDH D,
NpIV)DZERIZBWTIL, RKICHHBOERICERETDZ2HEND 5,

@anA R - HEBT R ERRE R & COLFRAC 2 Al Wiz f# 4T
B ERBEROBREDBICEINE. XY MF banA ROEVWREAR
BNTH. RBRAROARRFICRFEZEO—EMARIcan 1 FiZ&>T
WiEEINTVS, ZOZEEERTNE. SEHORBHKERIT. X bF
A ha04 ROEVWEFIZBNTHIO( ROBRBZERL TNBE I &
2725,

(3) =i, EEMEBHICDONT

BEHEREEMIOVWTIE., 2HRAKBORETOH D NS, EERIRIEE
HRERNSERITITHONTNS, EER. TOXEBITBEHRICHZS5BDTH > T,
ZOBWNSIIANERBOBELE BEAD, TORD. MORET I IR
D, DL ABENICERSHEPHANENMTONTEY., ZOLIREHEEL
T, EBNEEEAOD LTI AEENTHIEN, TNTNOETO
A B Y RAERELTDIEITHRVWIIRILDEZEZSNTVS,
OREOSMT 2EBHNREESOITHONTNSEN, INETHOEIA, EBEDL
NEFARBBROAFRLETTOTILDOEEFICEEE > T SAIENTR Y (E
B, SEOHHFICBNTD, T—FOREERITEZLENI T LTER>TVS X
SIEENHEEZITT2),

L LAaNS, EBORENMEREEE T 27IVEBEL TR, ZoR
RICHEELT. BEHORSAZ25 > TEHBEEZRSKEND S, HIE, HAERD
BHATH 2TV, PIZRKBEOT—IR—ZAPEHBWREEZE[ML T T &
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REWCHo EEBICHIKT OB END D,

BB EBEHEITREEFINPT—FIR—ZARDN TR FEHXBEDO DD L L BIT,
DODREEEOLDORH ., ZOXIBHDOIIDONTD, EERHEREADOH LT
DAL Y ABKREBEILREZEDHD.ONENS OEBEECREEZD T,
WIEEICH R L TW T ENEEN S,
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2.2
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34-1)

Eu(IID)-
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34-2)
34-3)
Nat
Na Np(V)  Sr(ID
34-4)
34-5)
34-6) JNC
JNC
C,CLI NaNO3 JNC
JNC
34-7
JNC
Cs
JNC
Np JNC
JNC
Np JNC
COLFRAC JNC
34-1) 34-7)
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(I1D)

Eu(III)-

Tableau

Eu(IID)

—93—

Tableau

Excel

Eu3+
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Rao

Rao van’t Hoff (ACp=0)
101

1 2

1 2

f

pH

pH logD

AH

1,200l
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ICP-MS

10ppb

ICP-AES

TOPO

ICP-MS

400ppb

400ppb

400ppb

log D =*2

—95—

TOPO

50ppb

1ppb

log D =

TOPO

1
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Zr( )
Zr pH
pH
ZrCla4 Zr(ClO4)4
Zr
ESI-MS
Zr
Hf Zr
ESI-MS
Zr OH 4:8
OH Zr-O-Zr
Zr pHS
Zr
10 3mol/l
pH
Zr

—926—

[1]

pH

ESI-MS

ESI-MS

pH

ESI-MS
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JNC V1

Vi1
(6]
V1

—97—

Na2SO4



JNC TdJ 8420 2003-002

Na Np(V)  Sr(ID)

908y  237Np

Np(V) Sr(ID

Sr (ID) Np(V)

JNC 20

20

10 2m?/s

[7] 20
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Np(V)

237Np

Vi1
Kd Sr

Kd

Np(V)

NpO2t Kd

Kd

Np( )

Np

Np( )

3.9><10 2V/m

30mA
10

2V/m Na Sr

30mA 3.9=<10 2V/m

—929—

FeSo

Na

10 5mol/l

Kd

3.9x
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SIT

Na+*

SIT
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Debye-Htckel

Kim [8]

Ligand and Charge Distribution (LCD)

Poisson-Boltzmann

LCD
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Np

[9-11]

PZC 4
Ca

DLVO
JNC
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Kd

JNC

lppm

241Am

50

Kd

uv

2004

—33—

Kd
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JNC
14 Np(IV)
Np(IV)
1-8 14 NpO:2 H:20
Neck [12]
pH
Neck
Rai [13] Neck
Rai Neck

Np

JNC
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SRHP
SRHP (Kd
Cs
Na+
Se Kd
Cs
Kd
Total Organic Carbon(TOC)
Kd
Kd
Kd K Cs

—35—

Cs

Se
Nat

K+

K+

Kd
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SRHP K

JNC

C,ClLI

TRU

NaNOs

JNC pH

Kd
Cs
Cs
XRD
NaNOs JNC
NaNOs
NaNOs
CO32 Cl I
NaNOs

Formation Factor FF

FF

—36—

pH
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NaNOs

JNC

JNC

NaNOs

—37—

Kd

JNC

Kd

Kd
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JNC

1-12

JNC

11

—38—

Inm

JNC

Kd

Kd

Kd

JNC
JNC

Kd

Kd
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Np Np(IV)
Np(V)

Np(V) Kd Na+ pH

Cs

Kd Cs
450nm
TEM
Cs
0.01 0.1%
FEBEX F
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10

15

FEBEX

JNC

10cm

Cs
Cs
kinetics
Cs
K+
Frayed Edge Site (FES)
Cs* K+
Cst
0.8um
20 2um

—40—
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JNC

2-4) 9 (2)

(Co) (©) (C/Co)

C/Co 1

cm

C/Co
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COLFRAC

2-4)

Ca

—49—

deposit

(COLFRACQ)

V't
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Np
Np(IV) (HA)
HA
pH
NpOz(am) kinetics
kinetics
HA
pHS8 TTA
pHS
pH Np(IV)
Np
Np pH
Np(IV)
Np
Np

JNC
kinetics
pH
Np(IV) HA
pH
pH
100%
pH1
pH
HA
1/10
Np

—43—
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Np
Np Np(IV) 723nm Np(V) 617nm
1/10
980nm Np( )
TTA Np
v
2-5 7 pH TTA
Np pH
COLFRAC
JNC
(CRR)
Am(III) PudV) Cs UD

COLFRAC
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Np
Np U Th
30
1
I I
dipole
(5] (1)
(1D

LIBD 1nm
I- lnm
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3.
3.1 QYD)
3.1.1
[14]
Rai
Iog Ksp®
[13]
Pu(IV)[15] U(IV)[16]
u(vi)
3.1.2
1
NaClO4
2
NaClO4 (PH¢)

Ltd. MILLI-QII

—47—

Pu(Vl)
UO2(NO3)2 M
1M
1M NaClO4
NaOH HCIO4
G-20 Millipore Co.
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Ar
10ml NaClO4
(0.1 0.5 1.0M) ml ml
pHc NaOH HCIO4
3

25+1°C pHc

=103

(6000rpm)

ICP-MS

Sample solution in /M NaClO4 | (/ 0.01) M NaClO4, 0.01 M NacCl | AgCl, Ag

[17]
[18]
3.1.3
1
[19]
3.1-1 X
[20]
3.1-2 U
10
10
10
3.1-3
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[U] (M)

intensity (arb.)

10° T

-
o
~

=
o
w

3.1-1

UO2(0OH)2 X

—a— pH=5.52, 1=1.0, undersaturation
—— pH=5.16, 1=1.0, undersaturation

—O— pH=4.52, 1=0.1, oversaturati
—— pH=4.00, 1=0.1, oversaturati

--V--pH=4.25, I=1.0, oversaturati

on
on

T --A- pH=4.69, 1=0.5, oversaturation

on

-4
107 = r
10° | -
10° | -
10-7 1 1 1 1

0 10 15 20 25 30
Days
3.1-2 UO,2+
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@O_@ T T T
10° | ® -
||
. HoS o
107 | Oé) -
10° | © -
107 : : : :
(@]
3 [#]
-4
107 | SN 4
. & 10day over o
107 || O 30days over cod 3
A 30days under
-6
10 I - I I I
107 -
= m) -
O
10 A
| a A 4
10° | DO‘&@ .
O
1078 1 1 1 1
3.5 4 4.5 5 55 6
pH
3.1-3 U(VI)
2 (V1)
UQO,2+
X
(UO2(0OH)2) (3.1-1)
UO2(0H)2 S U022+ + 20H
(PKw)[21]
pH
UO20H* pH
/=0 /(spo SIT

—50—

(3.1-1)
(3.1-1)
specific ion
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interaction theory [14] SIT Ksp® (3.1-2)

log Ksp® = log Ksp 6D + [£(UO22+, ClIOs ) + 2&(0OH , NaY)]/ m

(3.1-2)
E(OH , Na*) &(UO022+, Cl0os ) specific
interaction coefficients D Debye-Hickel /' m
3.1-4
Debye-Huckel [14] logKsp(Im) 6D I'm

As(E(U022+,CIOs ) + 2
=(0OH , Na%)) log Ksp® logKsp® = 22.08 £ 0.26

J(OH , Na*) = 0.04 + 0.01[14]

=(U022+,ClOs ) =(U022+, ClO4 ) =0.35+0.18
=(U022+, CIOs ) £(U0»2+, ClOs ) = 0.46 + 0.05[14]
UO20H* (3.1-3)
U022+ + OH S UO20H* (3.1-3)

logKs® = 8.5 + 0.5[14] =(UO20H*, ClOs ) =
0.02 + 0.40[14] pH UO20H*+

UO,2+
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-21.5 1 1 1 1
22 A v -
225 F A B Krauset al. (1948) [22]
a O Milkey et al. (1954)[32]
. N O Gayer et al. (1955) [33]
7 23 [o A Babko et al. (1960) [34]
2 | | v Brunoetal. (1989) [35] [36]
= 235 k N Kramer-Schonabel et al. (1993)
' ¢ Meinrath et al. (1993) [37]
X Katoetal. (1996) [31]
-24 |- B OECD-NEA [14]
H —@— This work
_24'5 1 1 1 1 I
0 0.5 1 15 2 2.5
Im (mol/kg)
3.1-4
3 (V1) Ksp°
3.1-1 [14 21 37]
SIT Ksp®
Rai [13]
3.1-5 v
[38] U(vl) Pu(Vl) [29]
3.1-5
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3.1-1
Media log Ksp log Ksp°at /=0 Refs.
0.1 M NaNO3 20.5 21.10* Kraus [22]
22.74 Moskvin[23]
0.186 mM HNO:3 2452 +0.18 24.56* Gel'man[24]
Pu 0.1 M NaClO4 24.05 £ 0.25 24.65 + 0.26* Musante[25]
0.1 M NaClO4 23.0 23.6* Lierse[26]
0.1 M NaClO4 21.1 £0.1 -21.7 £0.11* Pashalidis[27]
22.500+ 1.000 NEA-TDB[28]
0.1 to 1.0 M NaClOg4 22.88 £ 0.39 Fujiwara[29]
0.1 M NaNO3 21.6 22.20* Kraus [22]
22.7 Moskvin[23]
Np /=0 21.4 Baes[11]
0.1 M NaClOu4 21.72£0.13 22.32 £ 0.14* Kato[31]
21.74 +0.22 22.34 £ 0.22*
22.530+ 0.400 NEA-TDB[28]
0.1 M NaNOs 23.5 24.10* Kraus [22]
/=0 21.9 £0.3 Milkey[32]
/=0 21.96 Gayer[33]
0.2 M NH4NOs 21.74 22.45* Babko[34]
U 0.5 M NaClO4 20.93 £ 0.01 21.71 £ 0.04* Bruno[35]
0.1 M NaClO4 22.21+£0.01 22.81 £ 0.04* Kramer-
Schnabel[36]
0.1 M NaClO4 22.34 £ 0.23 22.94 £ 0.23* Meinrath[37]
22.20+0.12 22.80 £ 0.13*
0.1 M NaClO4 22.15 +0.06 22.75 £ 0.07* Kato[31]

23.191+ 0.428

NEA-TDB[14]

*Recalculated from the experimental data by using the SIT corrections[14].
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sp

log K

3.1.4

-26

O Katoetal. (1996) [31]
T T O Meinrath et al. (1993) [37]
® Bruno et al. (1989) [35]
X Gayer et al. (1955) [33] [36€]
4 Kramer-Schonabel et al. (1993)
A @ N Babko et al. (1960) [34]
N 4] + Milkey et al. (1954) [32]
g } O Krausetal. (1948) [22]
RA - A Kato et al. (1996) [31]
% T E A  Baesetal. (1996) [21]
~ . v Moskvin et al. (1971) [23]
v “~.| B Lierseetal. (1986) [26]
H @ Musante et al. (1973)[25]
o N Moskvin (1973) [23]
@ Kraus et al. (1956) [22]
74| Bl Pashalidis et al.(1995) [27]
U Np Pu B Fujiwara et al.(2003) [29]
P | ® This work
1 1 1 1 ; - =
0.96 0.98 1 1.02 1.04
/r ( 1/m)
3.1-5 (V1)
U(VI1)
log Ksp° = 22.08 £ 0.26
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JNC TdJ 8420 2003-002

3.2
3.2.1
3.2.2
10mm
10mm
0.8 1.6Mg/m3
Vi 1.0 2.0Mg/ms3
3.2-1
0.1M 50m
1
Pu
238Pu kBq : 1=<10 10 M

10uL

Pu

2000

3.2-1

9 27 2001 1
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30 18 1.0Mg/m3 2002 1 16 68
1.2Mg/m3 2002 30 104 1.4Mg/m3
2003 13 154 1.6Mg/m3 v
pH Eh
0.2 N 20
Pu
Pu
3.2.3
(1) pH Eh
pH Eh 3.2-1
18 pH 10
68 Eh +400mV
18 60mV
68 Eh
151mV A\ 252mV pH
3.2-1 pH Eh
Mg/m? pH (fllxln
1.0 18 9.8 70
1.2 68 2 +151
1.4 104 8 9 +263
1.0 18 10.1 60
1.2 68 3 +252
1.4 104 8 9 +252
1.4 154 8-9 +250
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H T A EHOBIITRITTH & U THEE
EROFI)V7 2> (NH:20H/HCD 2%
0.IMEENTVS, EROF I TI
OB LRI TEREOED T, FHEEAIL
—1.8VTH 5.

NH3OH* = 2N2(g) + 2H20 +4H* + 2e™
CORISDED Z EIC K DEHRITEEE
2%,

—%. EROFIINT I Ui Fe(OH):
W LTI E L TEBS<ED SN
T3, ZORDORBIEITEOED TDH
D, EHRBENII+0.1V TH 5B,

NH20H + H20 + 2¢~

= NHs(aq) + 20H"

ZORBWNEDZ Sk D BERITEERE

MEizs,

pe

20

16

12

N [Fe]:1

0%Mm

\ Fe(QH), \

O Initial

68 weeks

D 18 weeks

AN

Fe(OH),

pH

K 3.2-2 #DEN pH K

SEESNZH T LALTEO pHER LS OFEFREZR 83.2-21TRT, HIA
LEOWHE 18 M H THAEE 2B L THD . BIAE LTORBAIET > Th
7 A £ B TERWA, Fe(D® RN OILBIREK (107 12m2/s BE) 7 5H#
U7 SEEE D 3 mm BETH S 2 &, RENIRIC SRR ERY O B> I Af
Mo s Enb, BILHIE L TORSE P o/ EEZ5N5, 68BHE
it pH ABERIZZHLLTEY, BRHELTOREMRI o THEbDEE
Z5hB, LHL. 104 BETIREC pHS~9 755 TH D, AlE 68 EORRIL
pH HI5E OB ICBRAL RIS & 0 pHAE FANE 2 5 TW A TTEEREATE Y, i & 2
2. REETD L BN HERERYIBEBRINAN LT EN S, 104 AL
BICBNWTHDISALFRIZBETLRETH O, Fe(DIZTH LRI TH D EEZ S

ns,

_57_
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(23 kDBl 52

7T D EMFR L 72t OB OBLERE R 2K 3.2-3 72 H X 3.2-4 (TR,

X 3.2-3 1ZHE 1.6Mg/m3 D7 =7 )L V1 IZiEHE il L CW 8k D BEETH
V. IEERIIBIRETH > B BAERD N ZERUIZ S TR S IS LT D8+
MBI SN, Flo, Xy b A FREHE SR ORITIZFRFICKIBITRO S h
27,

324137 = NVV1IDFEHETHD, TNENLOTEITEA & OHfbm, A
DFEFIF MR L O#filE CTh D, $EA & OB ITITEE RAERM 2L A7
fEL, 7= A V1OE 7K E (8 3mm) £TEEAERMPIEAL TWDEET
WRD BT, B8 UMW CIIEREAEMMIIRO bLinole, Fiz, EEITH
TOSERARY FRiE) RNRO b, ik, O EmEICHL L2823 3
flie 72 b, ZOREHHLIZbDEEZEND,

X 3.2-3 #kFOERE (f: fIKE%R., A BIKE% 1 KRR,
SUOMNFRENCEILLooHD,) 7=V 1 (1.6Mg/m3) & 154 F#[HHEfk
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3.2-4 /7 =41V 1 (1.6Mg/m3) &k DEE

(BB 72 8RR L offitim, o % 1 YIETE 0.3mm, 4 : % 7 YIWTHE 2.9mm)

(FE /£ : % 8 UIWrm 3.9mm. £ : 2im)

@)Xy b I A FREFOT NV =T LD

3.2:5 IRV h A MOT NV N=0 LOFAA%ETRT, BEE 1.0Mg/m3 (18
) T~ 1.2Mg/m3 (68 ) OFR, mOORESMER>TND, Lo,
S 1mm UEDOREIZONTIE, Ny 77 I3 0 NERETHY, AERIRE
TIE72Vy, 68 BOILHMIE CTI1X, 7 =7 F, 7 =41 V1 (TR I E 5 A

Lo TV D, 50N THLHURE A0 BREEREE A FI W T H 2T OIRBiR %
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B U7z, dEER T, (522)x10 15m2/s, YA L 300£100(Bg/g) TH > 7=,
B 1.0Mg/m3 (18 #) Db &3kl 3.2-2 12”7,

W EORET — 2 & AR ORE RO wEREEKAELZ X 3.2-6 1R 7, HIERE
PN S DD Bt ORI B BT 10 Um2/s FRE L o> T\ 5, AlEl,

154 WO PLBRER TiL, 5 1 I A LI OB 6 Pu 2t 92 Z L AT

27,
# 3.2-2 SO T=B0T ORLERE
k4 R B PLHECHI A FNT DPL AR il
(Mg/m3) (i) P (Ba/g)
(10~ 14m?2/s)

J =7 F 1.0 18 17.6 £ 0.8 1.6 +£0.1
7 =71Vl 1.0 18 21+ 3 0.10 £ 0.01
7 =7 F.

y =LV 1.2 68 0.5+0.3 300 £100
7 =7 F.
y =KLV 1.4 104 0.12 £0.08 300 £100
=41 V1 1.6 154 — —
4
10" 5 1 1
@ F10
. V10
m F12
O vi2
1000 o o A Fl4
— - -1le-14
. S -.—--1e-15
3 VN
5 A
€ \ N
€ 100 -\i >
2 [ )
g \ L) .
g \; o \\m
10 : % % g \\ % {J
i I N T I
\
1 | \

0 0.0001 0.0002 0.0003 0.0004 0.0005 0.0006 0.0007 0.0008
x /0.5 (mm/s”0.5)

3.25 XU hFA FHDOT V=T ADOYEEIR A A
HEE 1.4Mg/m3 (JEHCHARE] 104 38) . % 1.2Mg/m3 (68 i), /& 1.0Mg/m3 (18 )
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12F E
10 ¢ ]
N \‘é i (H124F ) g (Idemitsu et al. [39] 1
;/ - -
E—_ 13E E
30 E
s [ ]
2 b () ' S
E-M ™ L e
0o F ’ ;
.g . ‘\~+ ]
R § ]
% undent oxidiziing condition
— -15F =
a0 F _ _ ;
Ei [ This experiment ]
< (H144E ) ]
'16 1 1 1 1 1 1 1 1 1 1 1 1 1 1 1 1 1 1 1 1 1
10
0.8 1 1.2 14 1.6 ; 1.8 2 2.2
Dry density (Mg/m )

X 3.2-6 15 5 372 B0 i DL BRI O §E RS B K AE M

(4) 7N b =9 LDILFE

¥ 3.2-7T 27NV =0 AOEN pH K&/~ 73, 7V =0 LARE 10 10M, Cl-
TR 0.IM, [REEHT AWEE 0 & L CEtRE & T 72, £, BHRICHEM LT —4 %
# 3.3-3 27T,

BT AR E . RN OFREIIR R > TVDHEBEX LN, RICT
NWE=ULNHT A EREREFRAUERREICO 7295 &, 18 H TIXXEbFE
F4ffior v b= 2 (Pu(OH)4), 68 H TIL3iD TV b= LDHEHEA
VEEIR (PuClet) Th o 7223, 4B 104 H HIZH 407 v k=7 A (Pu(OH)40)
Thd, 20D, LLRTRE Lo IEiRE(839] L v & 1 #HiZ ERWEIC -7 D
EEbnD, 7272, 104 HORBRICEB W TTIERAERY ORAN L2 LIEiO
T—ABNERERMOBEANIMEI bOTHLAREEDE X LD, 4l 154 @
DRBRTIT, 7V F=U LOBITHRHRRATE T, G064V F=T 4
(Pu(OH)40) THY , BITLA o miBEN S D, 7272 L. SERARBIZO
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WTIE, REIFELTWE, S 3mm BEFETRALTEY, 7V h=U L%

BMICIETT DD DK METHoTE b ELDND,

20 P~ [Pu]:10-10M |
N
> [CI: 0.1 M
16 \Pu\oz\\\ [COzl: 0 MU
N
AN PJOQ} \\R’OZ(OH)2
12 Y\ \\‘\’\ UO5(OH) 5"
g |Puc 2+ \ \\\%4\
L 4 )a\ @H\\\\\\
o Pu 4
O PU(OH)3+ \
\‘%OH)2+
-4
-8 \
R Q PU(OH) 4]
-12 f U\olHls
0 2 4 6 8 10 12 14
pH

3.2°7 7N bh=vLDOEN pH
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% 3.2-3 7N h=ULDFRICET 58T — 2 [40]

B =X Log K
Pu4t + 2 HaO = PuO22t+ + 4 Ht + 2 e~ —34.9
Pu4t + 3 H2O = PuO20H*+ 5 Ht*+ 2 e~ —40.5
Putt + 4 H2O = PuO2OH)2° + 6 H* + 2 e~ —45.3
Putt + 5 H2O = PuO2OH)s + 7TH*+ 2 e —54.9
Pu4t + 2 H20 + CO32™ =Pu02003°+ 4 H*+ 2 e~ —22.9
Pu4t + 2 H2O + 2 CO3s2 = Pu02(CO3)22~ +4 H*+ 2 e —19.9
Pu4t + 2 H2O + 3 CO3s2 = PuO2(CO3)34™ +4 H*+ 2 e —14.0
Pu4t + 3 H20 + CO32~ =PuO2(OH)CO3~ +5H+*+2e" —25.05
Pu‘t + 4 H20 + CO32~ = PuO2(0H)2C032~ + 6 H* +2 e —39.9
Putt + 2 H2O + 2 COs2~ =PuO2H(CO3)2~ +3H*+2e" —12.6
Pu* + 4 H20 = PuO2(OH) 2~ +6 H* + e —37.6
Pu4++ 2 H20 + C1 = PuO2C1 +4 H* + e~ —18.77
Pu4t + H2O = PuOH3+ + H* —1.19
Pu#t + 2 H20 = Pu(OH)23+ + 2 H+ —1.79

Pu#t + 3 H20 = Pu(OH)s* + 3 H* —4.75
Pu4* + 4 H20 = Pu(OH)4® + 4 H+ —10.54

Pu4t + CO32™ = PuCOs2+* 19.1

Putt + 2 CO32~ = Pu(COs)20 33.1

Pu#t + 3 COs2 = Pu(COs3)s2~ 42.3

Putt + 4 CO32~ =Pu(CO3)44~ 45.1

Putt + 5 CO32~ = Pu(CO3)s56~ 44.5

Putt + HaO + e = PuOH2+ + H+ 9.9

Put + 2 H20 + e~ =Pu(OH)2* + 2 H* —0.1

Put + 3H20+e =Pu(OH)s0+ 3 H* —9.6

Pu¢t+ 4 HsO + e~ =Pu(OH)+ + 4 H* —20.1

Pu#t + CO32 + e~ = PuCOs+ 23.4

Putt+2 COs2~ +e =Pu(COs)2 27.9

Putt+ Cl +e = PuCl2+ 16.8

3.2.4 HREER (BEXELEMAE)
Contact solution
TN R=T LD b FA T (NaCl 0.1M)

DILHARBATIEF (/NS < F72

Ar gas for
R BE B AR T2 D | JEH ORI ER T bubbling
EIMR RSP (Ao AGE ¥ BN Q\\\
BThn, TIT, BAlEmcm o Porous fiter
° (Stainless steel)
N - 2K S °© —
HWLIERIFTCOT VR =0 LD Acrylic resin_

BT 5 TR R ER AT -7, column

Counter electrode (Pt)

Reference electrode
(Ag/AgCI)

Bentonite
specimen
(910X 10)

/ Work electrode

(Carbon steel:p18X 3)
/

Lead wire

FEEE AN 3.2-8 12T, KD

Xorie_v b A FRBO—HE 3.2-8 ERALFHIB BN R E
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PR L i <&, oo mE 2 0.1M NaCl iR & #fih < ¥ 72, 3B CITmREMAAE
M, W ICiR Licaeizxfiz e L, A C<@EikiciR Lo REMm (Ag/AgCl)
LLEBIIRT A ALy MR LTz, REMME N M A MBI ORIz
V=T A EEDIRR (238Pu s 1kBq: 1 X10 10 M &) £ 10uL 2 &4 L7=
o, IRFBHNCENAZFEIN LT, KEMOBEA A —EIZRH(0.3 V vs. Ag/AgCl) i
K 24 fHIMERF L7z, % 2 ORI 7% B 2 0.6~1.0mm DE ST AT A AL,
INHCI TR I A ZAFHDOT NV b= L& BBk KE T Lr—ra URitaE
MWTERLIRE S0 7 7 A Va2,

3.2-9 | 24 ¢ (WEAEFE D EBR) 38 X O 48 BEM R FE IS BT 2 FIUN L 7= O
TN =T LORESTERT, TV =T MEBREIZ Ao T, T 48 KEfE
T 3ESOPLBUCICE T 2B 2 Lz, 72, UAIREN O RO, HE 1.4Mg/m3

DEVEVBTA NHOBENAER TV h=T AOKKIEEIT, 30~50pmole/g

Thol,
10° , ;
4 20h

10° “ P 24h
S 4] ® 48h
= * Y e
Q —— Diffusion 3 years
s 1000 [
g
5
S 100 4
8
> 4
o ) i

10 1 .r\ {
1 | 4
0 0.5 1 15 2
Depth (mm)

3.2-9 BALEHIINC L DTN b= AOPEESA (BB 1.4Mg/m3)

48 BFfH O @B H, WP EE L LD, SEMT o O EBM e E LT, @
(D)

EBARE AT O JE & EALIL —800mV (vs. Ag/AgCl) TH 7=, HE 2 FFH LI
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JE R EALIZHI —650mV (vs. Ag/AgCl) TIRIE—~E L -7z, ZO—EBMIT T
DEBEISIC L DEMEEZEZ BN D,

Feo Fe’ +2¢ E° = — 440 mV (vs.NHE)

E(mV) = E° +59—2-1In Arops

EHAAANICIIEREMEBRmIC 2MOBEN T E A EFE LN ORWENM Th
D, EEOMEIT L ILITEREME X M A MREIC 2MOBNEM LENMD L
FAT 5, @E2EMUBIZ2MOSEORENITE —ELRY, EFEOEMERL
TbDeZEZOND, TOLEDOHRETO 2MHEEDIERIL 1 IZHEV, ZDLED
pH IZHAMETIT WA, KB AFAEEZ LTI b b @E 2 RFE LI fm
O pe T —TH5REL DD, pHIZTHEFBELEEZOND, 2O X,
THRIND TNV =0 LD FIRIE, 3.2-7T/1 56 PuOH2* B2 bbb,

3.25 HbHYIC

(DIE~FK 154 B, $kfr &~y Mo MEEMSEZR, TV =07 208
R TE o,

(2) 154 A% DR B 7 A LI O# % pH8~9, Eh~ +250mV 2 D& iR ET &
o Tz,

B) BRERAEMRDIIHEIZL TVDE N, I 3mm £ TRALTV,

Q) BRALFHERICBN TV F =T ATEDAF L E L TBHL TN HD
LEZBNLD,

(5) 48 I DIBEFEIZ LV 7V b =7 AT 1 mm BEH L Tz,

6) BEIZLY, WMV =y rxBEistiolx, XU MFA MOV
h=v A0k KIEEIX 30~50pmole/g Tdh -7z,

(7) W 2 R AR IC BT 28D RENMN PO BB L T 7L =0 LD
FEiX PuOH#E E 2 b D,

OUIMRZ R B TP gERe e —ik)
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3.3
3.3.1
TRU
1960
[41]
TRU FP
3.3.2

pH
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3.3.3

3.3°1
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3.3-1

(3.3-1) [42]
m=RTYMa (3.3-1)
V, 1000

Va v
Na2S04

Ma m

®

P 3.3-1 [42,43]
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3.3-1
[43] [44]
0.1 0.793 0.445
0.2 0.753 0.365
0.4 0.705 0.320
0.6 0.678 0.289
1.0 0.642 0.201
1.4 0.625 0.1746
2.0 0.621 0.1520
2.5 0.635 0.1418
3.0 0.661 0.1365
3.5 0.696 0.1345
3.3-2
10
. pd
2 ([
Al
2
0
0 0.05 0.1 0.15
Na,SO, [mol/1]

3.3-2
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(b)

Na 0 0.04[mol/L]

Na

3.3-3
0.0495[mol/L]

0.05[mol/L]

3.0

2.5
y = -55.990x + 2.768

20

[kgf/cm %]

WP N

10 1

05

00

-05
0.000 0.010 0.020 0.030 0.040 0.050 0.060

Na,SO, [mol/L]

3.3-3

3) Na

10
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3.3-4
3.3-3
2.0
e /./0/_—‘
=,
1.0 —0
—e— 0.0 mol/I
0.5 X\‘H’_/_i —o—0.0125 mol/I
—a— 0.025 mol/I
0.0
0 20 40 60 80 100 120
[hr]
3.3-4 1.0g/cm3
0.30 1.0 1.8 g/cm3
Na 3.3-2
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#3.3-2 JERME > b A b DIRE SR & B E NajE

mol/L JEHE = E 0.3 [g/em?]

RN NazSO 4 & 0 0.002 0.004 | 0.00666 0.008 0.010

#& T IRENa* i B 0.0011 | 0.00397 | 0.00783 | 0.01281| 0.01452| 0.01852

J£ 771 [kgf/em2] 0.62 0.526 0.376 0.254 0.200 0.067
o B Najs fs 0.0210

mol/L JEAE#EE 1.0 [g/ems3] JEAEBE 1.8 [g/ems3]
WINNasSO 4 0 0.0125 0.025 0 0.050 0.075

#& T IRENa* i fE 0.0011 0.025 0.050 0.0024 0.100 0.150

J£ 77 [kgf/em?] 1.75 1.025 0.280 5.395 2.455 1.165
o Naji e 0.0586 0.188

¥, £3.32HOK TR NatIRE L ix. ME IS EERE A E L CRE IR
IR L7=NaA A DIRETHY | BELEFR COHNLIXZNITEr TR
NEZRLR0, L2 L IRREREZEr T 52 LI3FRLATTETHDILIZD
ZZTiX TERE T RIS EE KA O Na+ii B 2 I E L. £ D 2 7K AH R B2
ELTHATICH W, 72720, £3.320 b2 X HIC, IRRICEDRE EH
FEATELIRETHY ., HE Y REQRREOEMITE N (R DONati i %
NasSOu EEICHR TR 3 521X 1/2(5 5 5 DT, FAEHMIRE LiEWIT RV,
(13.3-512, ZHETICHEI N T A FEBRAKF ONarA 4 R E
LEHR I & OB EZ R, BN IEFITNIWIGEIT, XA POk
WKz DB, A LIEEOBWREZMELZD TH D, P OOHNITY
A 7 v EERE (IBEVR) BNIE L-fElel Th D, P OERL, v b
A FDOERFIENTHDLEEY BF A FFOREEIENaA 4 2 3~ THK
KPREICHET 2 EE LIS E. BA 4 v R#E R (CEC) (451055
SNHHmED LRIBETHD, NatA A VIREIXIZOEAEBZ D Z & TN,
FIRNCIEARROREEAHIIC L > THELZREZBRTRLTHDL, A
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Na' 2 [mol/L]

—— CECIZ &5 LIR{E
E00 |- o Ebp#Ecks=pMmE 0
B BREEEICKDIEANE(D=ETF)
‘ ‘ ‘ .
1E=01 fo-mmmmmmmpmmm o mm e e
L~
-
1E-02 [~ r i
y = 0.0507x"78
1E-03 [~
1E-04 [~ () - P P

1.E-05

TIEZ X2 EBRIEROREMOME OIER £ (I, TODLTNT) ITAEL

TWL Z Enf 5,

1.E-05 1.E-04 1.E-03 1.E-02 1.E-01 1.E+00 1.E+01
&t [g/cm®]
X3.3-5 X2 hF A FHEBR/AKFNaA A4 RBE & EEE & oREfR

(DR BER T L D0 EE[46]
X3.3-1D 2% LR E VO KRN MBEBETCHNIE, Tok'vizw LTt
BE - EHOEANEND T, FHEIKRETEIF 7 AR AT —EiFZE¥e T

b5,

d(GA)pure solvent — 0 (3-3'2)

KB WM UG AT, BEORNME, TRICEDIBRBEDORLENR S D

DT, FT AT FF=ZALICIE, OB TNV 33 x aD LA, QFE I EAE,
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D2 K DHEENBEND,
O BB 2 ET X, RT dUn xa) & LT, £72, @i V, dP &
LTSNS, L.V, FEEOHRYELVERCTHL, Thbb,
dG, =V,dP+RT -dInx, (3.3-3)
I VR ORISR A BB AR T RV G, EERETIZAG, =0,
DED,
V,dP =-RT -dInx, (3.3-4)

ERZ, BHOENLGFExA= 1000 xaE THETIEX, JEIZERED
Pinit 7° 5 Pinal £ TELT 5D TV, 13— T, FEEOELIKE Vi I0%

Ly (i oE) &4 il

Pfinal— XA
L VadP = —["RT-dInx, (3.3-5)
dXx 1 X
Inx, =X £4hnix, —=— xv dlnx,=—2=
dx, X X,
XAdI _ Xa 1 d _I (3 3-6)
L ”XA—J; X X, =Inx, :
VA(PfinaI _Pinitial)z_RT'In Xa (3.3-7)

ZIT. AGEE). BBEE) D2 REBE XD, Xy=1-Xg THDIMNH,
xp<<1DH AL, Inx, =In(l-xz)= X, & RAEDDT,
V, - IT=RT - Xq (3.3-8)
W naz kKT 5 &,
n,V, -IT=RT -n X, (3.3-9)

NaXg = (nA +nB)'XB =Ny Xg +nB(1_XA)

=N, —Ng - X,
=n, (x,=1x, =0) (3.3-10)
Ny AW RSN
NV, -II=RT-ng (3.3-11)
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BEEOREENVREZME BT

Ng

~ -RT (3.3-12)
n AVA

ZoXFTI<mbnzvan’ t Hoff Oz & 7220,
REWEROGEITIL, WEOE NV SREIEEICE M| Z T,

JiI—-h1aA (3.3-13)

A

M=P,  —P

final initial —

SFE V., RiELEOREE AR, BuRBECATHE TR, M
EHWERFORBIE L 2505, ZOMHA2(3.3-13) XU AT L., JEMER
A FROBEBEOEENDHET TX 5,

#3.3-3 JEAE Y A PR OKDOIEE

JE i % B REANEED
[] ) [ KoVER | HHKOEE
g/cm3 kgf/cm?2
0.3 C=-55.147Tm+ 0.623 0.0113 0.995 1.000
1.0 C=-30.084m+ 1.782 0.0592 0.987 0.999
1.8 C=-28.6156m+5.401 0.1888 0.961 0.995

* miZKFM O E VR E

#3.3-31C1%, Wiz, HEkILFEI R 2 — F TPHREEQE] THWwH
TWLATBEHRAKDOIEERDOFELN LA LML L, 4E., BFEE X
DR T fEIZEHAKOZNA LY /<, MBERF TR SR
BEICHD Z ENRBEND,

a,, =1-0.017) m, (3.3-14)
i=1

727L. mi: iBHOAF L OEETNERE
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JEMERAED X N A MHOKDOIEREIZ DOV TIL, Torikaib [48]12 L - T,
ALKIEOPENPSRD LD RENRINTWD, 5L, EMsEE
1.79[g/lems], & /AKFE22.9% 2B VT, KDOTEEIL0.839TH » 7=, YUK, AR
JERIETH L2010, BARFEIZL S TARKOEREDORELVIFELLL, ZFKEOD
BrELbiz, HE1IDPLOEMENL LV KR&EL< %%, LrL, Torikai® @
EEEAEIOREME AT 5L, FHYRERENBOLINL, ZORKIC
ONTEHADEZA L HloTWNZRW,

(5) WHEOIEEARE

FRTHEECIEEREZRDIZO T, SET, WHEOEERKZRD S,
REERBPREMTH D &, ZOMENHEE O VFEERBRELGE SN 5 [50],
BIREOVFHERBEIIRO LS ICEKShD,

a, a,
Ve ST T (3.3-15)
(mesme-)™ .
m,=om m =om OFHELHEHLETDEMRELROIT,
Vs :a—ilv (3.3-16)
m(vf*v‘f)l
g2 (mome Y =m =mlv Y s aen, LT,
dinm, =dInm (3.3-17)
DTS & L RBERE L ORISR S
vmM
Ina, =- A (3.3-18)
"= ""1000 7
L, &bIZ,
1000, Ina, =—vm-dIn(y,m)=-v-d(¢m) (3.3-19)
A
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dlnyi+dlnm=i¢~dm+d¢ (3.3-20)
m
P LT,
diny, =(¢-1)-dInm+dg (3.3-21)
i SR
Ny, =¢-1+[ (p-DdInm (3.3-22)

o T, BREBRE O ZWIKOERENLVEEMOEEKE LTEANIE, BFE
BRI OEEICEAT 2R OIEBREHOMy BEHND,

X 3.3-6 13, (3.3-18) AW THEBOIT B AR BRI ¢ ITHE L, & 512,
# 3.3-2 OMBRKREOHEM m 24> T, m OEHARNEE ¢ —1 & D%
ZRLIEZHOT, SRIEEEZ3IALNHETCE TWVWARNWEZD, T3 o
D7y bRV, 2WIBRICT 4 v T 47 LT, FOBEAMHAKE
(8.3-22) U » T THZ LRV, TOMBAKREICK T O2WEEDFEY
HEAEy 2HE L, #EEMREZ R 3.3-4 177,

1

y=0.0972x% + 0.9561x — 0.0267 /
0

¥3.3-6 REHRE ¢ & HBKDEEE/LREmME OREK
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#3.3-4 WH O VITEBAEOHEEME

JEREBE | mEEEVRE | RERK TR AR
g/cm? m o Iny- Y=
0.3 0.0105 0.7256 1.425 4.15
1.0 0.0298 0.7190 0.076 1.08
1.8 0.094 0.7183 -1.057 0.347

#3.3-4F OIE BRI DOMIZ OV T, Ohe b O 7T B GRAREAT 75 F[50] & & 4&
HFITIEEHEZN, T LA —H L TWVWDEEE 20, ZOFEABIZTOW
Th, SR OLENDH D,

3.34 pHEICKIREKMEDEIGEEMMERDAE
B CHEEE TV 2 IR ORATICRI N S 2 72T [EAH 0> 3 i i R
a6 F KRS O PR R EESOS O M ERE R/ TB S LEN D D,

SOH +H" — SOH, K, = [SOH;L Fy (3.3-23)
[SOH].[H "], -exp(— RTS)
[SO_]s [H +]b 'EXP(— Fl//sj
SOH - SO +H" K, = RT (3.3-24)

[SOH ],

7272 L. [SOHIs, [SOls, [SOHs*ls : & x W, A, EICHE L 2 RmAKME
DY [mol/L]
[H*], @ "7 EEFTOTa broiEE  [mol/L]
F : 7797 —E%
R : AT
T : HaxhiEE
Y, . REEM
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DG DB E B 2 KD D 2O pHME 21T > 72, FIBIZLL FO@ Y Th 2,
- BIRRU A FObg T LEMEEKE LTHAT Y U AKEK
150mLOEI G ThH# S 5,
< KBEAET U U LKW AL IR ZpHIIREDO 7 VA VI 5,
- HRAMAOER T LN  WROpHZMET %, pHE B FEND
X(3.3-25) N TREEMEEICHMAET D, ZOBBEKRLELD
P ERIRTH D,

WEE, REBEEAEROpHY 4 bL—X 2 H\v, BFEIZ0.1, 0.01, 0.001
REDHALT FU U LAKREHKE Lz, Xo T, RITHFET DA A 1ENa™,
Cl', HBEXUOH 04 MEICIMA TERL R A F 0 bIEHT 28 & K
GRBD, LhrL, ZOBEHERSRITEMEKBFRICEEND A 4 v EICHAR
THEMEATXD2LEEZEZONDHGDOT, ZZTRHINLORGOFEGZMWE LT,
X3.3-7IZiiE MM A=Y, ZOREBEMET, LRLOKIEXNLH DL LB

Wi OpH, BRIEREIKSFT D,
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30
20 | ’%
0,
= X, - R4 R0,
< Xx o B&
S 10 ¢ * 0.001IN
bm < 0.001N
0 8 - 4 4 0.0IN
*
10 | - R
oo | Lo
20_-
—20 B o&
%
-30 DA
4 5 6 7 8 9 10 11 12
pH
3.3-7
H OH- 2
Ns[mol/m2] Langmuir
[C/m2]

+ F s + F s
Lo - T J ] el T
(3.3-25)

1+ Kl[H b -exp(— FRV{_SJ+ K, /[H +]b -exp[FRl/_T_sj

o, [C/ ]
F [C/mol]
N [mol/ ]
[H+]y [mol/L]
W, V]
R
T [K]
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Stern [49]
(3.3-26) Gouy-Chapma
nn (3.3-27)
(3.3-28)
oy =-1.17x10°+/Csinh(19.46 x|Z|-, ) (3.3-26)
O-S
< V/s—l//d=E (3.3-27)
_ 0.+ =0 (3.3-28)
o [C/cm?2]
7 =
C [mol/L]
W, (V]
G [F/ ]
2 2
o, {1+ [1+ 4K, (107 Nf}}
(e
H] = - > (3.3-29)
O O
2(N. -0, )K,sexp| — — = —2arcsinh—
pHz
0 exp(-Fys/RT)
(3.3-28) Langmuir
( 0 pH)
Langmuir [52]
(3.3-28)
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3.3-5
Ns [Clg] 22
Sw [m2/g] 566
pHz 9.35
log K1 [1/moles] 7.50
log Ko [1/moles] 10.79
G [F/m2] 1.00
K 1.17E 10
F/RT 0.038921695
C [mol/1] 0.001 0.01 0.1
3.3-8 pH 11
pH
40
0.01
E 30
©,
. 20 T~
-]
E':I \
8 S
[
2 pel
g 0
o o
] [ ]
= bbq'%ll
“ o0 3
-20 -
4 6 8 10 12
pH
3.3-8
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3.3.5 z
pH
1-2
3.3-9 0.1M
50mV 1
20 S
@® KunipiaF
O Kunigelvl
hy 0
g
E
E -20
z y = -48.427 + 58.847x
o RA2 = 0.987
="
W40
10 | 10 i i 10 10
N8.2C03, M
3.3-9
Stern

Stern

MICROQL [51]
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3.3-6 Stern
Na2COs3 (M] 0.001 0.01 0.05 0.1 1.0
P, [mV] 89.5 67.7 53.6 48.3 37.1
Wy [mV] 77.7 48.9 29.4 22.4 7.7
pH 7.58
SOH:[HCOs] SOH +2H* +CO}” — SOH,HCO, K =-19.1
SOH:[H2CO3] SOH +3H* +COZ — SOH,H,CO; K =-25.3
W, 3.3-8
MICROQL
pH
3.3.6
Na2S04
Ohe [50]
1
MINEQL
Marcus [53]
Ee
S
G=E, —TS+> nu (3.3-30)
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5(E, -TS)= kTZ[Inc—i‘jéNi

I o) O(E, -TS)
L= =—— | E,-TS+ Y Ny [=——=—=
/’ll ill all( e + i IﬂIJ
N.
_ 0 i
—,ui—i-lenV

N.
p = +RTIn(e ;) = pf +ﬂln(—'7ij
N, LV

(3.3-31)

(3.3-32)

(3.3-33)

(3.3-34)

(3.3-35)
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1.1 exp(—ﬂJdY (3.3-36)

Poisson-Boltzmann
[54]

Poisson-Boltzmann m.k.s

el (o )

dE(x)
(3.3-37)

~ Zi2e2
' 4re,-2r

B= 257‘;(77&5 +2)=1.41x10"°[mv

p=6.17x10"[Cm]=1.87[ Debye]
This =133
Eo

Er

)= + (s, _772{[3‘2 (X)]{coth{ﬂ- =) (XJ (‘3_5 205107V /m]j
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e,

b g Lol 50 5

B
2 3 — pcosech?{B-E(x)}+ L
g e B
e(x)-n
E(x)

E(x

E(x)

de(x) __e(x)-n" & -n" -| cosech?{B- E(x)}—
-- 29 s{ el

2

Poisson-Boltzmann

2 2
e” —e‘x)

cothx:—cosech2x=—( _1 j =(
sinh x

—87—

(3.3-38)

(3.3-39)

(3.3-40)

(3.3-41)

(3.3-42)
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d
e (3.3-43)
dx|
WIX:O = WO (33'44)
2 v E dy /dx dE/dx
U

E dy /dx=

[55] E

E

d/2 dr2d? d
o, = —J‘O zepdx = goebj dTl/zjdX =£,&, {d_l)/(/} . =&,&, [— E]X:o (3.3-45)

0

P-B

E(0) = - —=

&y

dy /dx

dy | _ ~ s
%] e

& &y

'//(O): Y
P-B

T = - -B equation
dX x=0 dX2 x=0

—88—

(3.3-46)

(3.3-47)

(3.3-48)

P-B

(3.3-49)
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3
schopite UO2(0OH)2
H-20 Na-montmorillonite chalcedny calcite
dolomite 1/
10 pe=3.47
Vi1 [56]
3.3-7
P /em3 1.0 1.8
Pabs /em3 2.88
18.7 15.3
Na-montmorillonite
chalcedny
dolomite
schopite
d/2 57.59 9.41
Na2S04 Mol/L 0.0293 0.094
Wy mV 46.7 42.9
9.88 1,000
1,000 [57]
X b[58]
d
%: 4><9.88H’0;bs —1}— 7(:;9?;38)} (3.350)
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4
F
3.3-8
1.3x10 5 — 2.2x1076
N
pH 7.87 — 17.50
0.680 — 0.425
Na 5.76x10 2 — 9.39%x10 2
3.3-8
1.0 g/cm3 1.8 g/ecm3
pH MINEQL 7.87 7.50
PB 0.680 0.425
\VE:
1.08 0.347
Na2S04
MINEQL 1.3x10 5 2.2x10 6
Mol/L KuigelV1 4.2x10 7 1.6x10 6 2.0x10 6
Na MINEQL 5.76x10 2 9.39x10 2
Mol/L 5.86x10 2 1.88x10 1!
3.3.7
TRU
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[41]

pH

—91—
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1.8g/cm3

-Boltzmann

—92—

0.3M Na2S04

Poisson

Marcus

MINEQL
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counts/ch

3.4 FRIEMMBIZBET HTILT 7 MEADFEREOEERE

3.4.1 [FL®I

CAVE CORPEIY & V2R I FEBR S T RIRAAEE R A 0 AL AR AR Y I
REHSNDEmMALBICROONLZ L, METRERD by P R THTFKZFIH
TROEMET NI =T L - VI BFIZEENDI YT L MY U LRBKRDOKAD,
B 3.4-1 (ZHIR L7c & 5 TR IREZAE O T FE AR MDIRRBIC H 2 Z L FH A LN L
T&, INHOZ EiF, RARERSIOH FAKIZ L 2 IR H 2 FER 7 Bl 8T
Fa < ERTHY . HHOBMROERER HEEEZTNWDLZEERTHDT

Th-230

R

‘ g ol B "'l l‘nuv‘:q‘llu:;; I h "
hllllll\ ik l"’l‘“l‘l‘l'l’ l’l\'l!l\l!l'l lﬂl'hlh!’l " ”ll‘ ’l‘llll‘l'l'lll m ‘ ‘W

3500 5500 6000
E/keV

X 3.4-1 U BIIBITD MY v LRIIBETED I -1 5E o 5

BRBEIZ 1T 2 H T KA~ D RIRIEIVE R BRI DO RAT NI NS R TR B D e B 4
ZTROVARBR TH D2, FEEIEEN L O R MEMERFIOBAITEB TN S
HIERIEIC K > THRO S I FEIRMEZBUAALTE DO Th 5, Z OBIRITHST R
T IR LT AT R E L XS ARV, MG RoBITE S & L TH
RIR N,

WEAEJE 7> & O IR iR M B R O pEE RS ~ DB SO W T AT FE 2 60 o
FTEICONWT AL T 7 I VB (HAS) BfREIC L - T, 77 7 RO ERE T
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BNCTHHAE LTz, £ORE. K342 DX ) U ADHREND LD Z LITMHETE
TR, U7 rERHT L2 LIETE R T,

100
Ra-224
80 \
Th-228 X
Th-232 —» \
Sm-147
60
40
I Th-230
m I Iﬂ‘l
0 Y SO t—
0 1000 2000 3000 4000 5000 6000
E/keV
X 3.4-2 EkDANT 7 I UBBIRFEEN DO T b~V v aET T a D

a AT MV

PROHASEM THRAT HKFBIZL - TU 7 RIVIlIZE TS, 7 vk ~VU ¥
2T D L DO TRITK L T, 3.42 [ZIXT MU U LADRALIE L Z DIRETED
224Ra® o B — 7 12T DD B, 28U L 24UD o B — 7 TR BO LR, 7
b=V T LZIEET 501X, 77 F /A4 FOIUUI EIVAETH Y (T 20 LDIHIL
ZFENIARMH) . VMO b U w7 233 L TV DO T RO TR L /- HASKE
R DU T AFXIVAE TIER S VI TH 2 L Hr s b, Bl S $k O HASHER O
IZHAET 2KETIEY 7 OVHUIILEITL TE 220,

EREOFEEIT, HAS IWE T TSI LM TH 5080 7 0% VIl CIafig+ 5 2
EERL TV EHMTED, - T, VI & IVMIZECL T vk~ U v
AL TEBMFERICT D201 Cr(DZEDRVRTAIZHEHT 268N H 5 2
EDNHBA LT, —FH, SRIT I CTHEEL TVWDEOT, BILAOMLERITY 7 v O
TSR ERRITEM ZRIET D5 2 E TR TH Y, $D HAS WIRIRIZY 7 > D&
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TAlZ AL THZORTADEROETISHE SN D Z LTy, 8o HAS #iE
. S ISR TE 2ENTRBIETED 50, WIRICRVWR#ZZ S5 L
IRMEFFS> TS, SR, SEUEHZ DWW T L 0 EEMICIERIESE D o F1ED
BNz GO THRES L. SRR B & k2 B HalIc W T T v 7 7 1530 FREFH A

ZAT > 77,

3.4.2 WRFH
(1) LoD
REi > JIS /#riL[59] Tix, ExAl L LTk RaXxi 7 =0 A%IR
MU TSR LR R STV b,
HASIRRIEIZE D DRk & LT 2 OJISIEEIC O W THE L-, #igE 1g
(2. 12 M#E 2 10ml, 11.3pgfH4 D7 5 @kl (238U :141mBqg). kU 7 A 33.3pg
(232Th : 135mBgfiX4). ¥kt Re XL L7 v E= A% 0.5 gz 7-1%. 130C
DERy 8T b— b ECERAEMBGRIREMR LTz, Wi, MK 15 mITHRL, 7
Zane g lgemmlL, v re#aRT L, Bk, RAYOLtHr~Y v
LAE A (FOE MR, < U 7 A 0.99 mg/mD1 ml &7 » {LkFERE 5 mlz
mz., 7ok ~V vk EAERSETCUAV)E U U AEH R &8, TR
P A7 aR7 7 4% —(Whatman Co.Ltd L 0.2pm A3 A% E £ 45 mm) b
B AL, RY=F L oBORITA D D1 72%, B2 L T a MR % 1ERR
L7z ZOXIICTLTHER L7z a RIRD 227 PV Z [ 3.4-3 127,
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counts per channel

g\
88 o 29 §
pEEYele
S == 5 F N
I a
£
80 " ~
3
o]
o
N
40 %
L e AL Sl JJLWu L)
0 1 2 3 4 5 6 7 8 9 10
Energy (MeV)
X 3.4°3 U7 MU DULAOEERRIN, SROMWRRIEAM « 7 A2/ E R

BB, 7ok~ U O AETERUEZBRIED o A7 hL

84-3Da AT MVZIE, NI U LETT R D LI, MWISmA WAEHE &
L b DALY T OERMEIT. WIMOEERNEIC LT,

B 1g LW O RIETIED 523, JIS DR AT IEIC IS S EEMRED . ARNFSE H Y
CHDTHL Z LN END BTz, £, X 3.4-3 D=L F —43fFEEIX 60 keV
THY., ZOXIRSMENELNDZ LT, A< EL L TN & &R
LTEH, UV E ThAV)O 7 vk~ U oA (F o2 =F) kI~ Y »
I ADEERET DO OENTFHETHDHZ & bR TE T,

(2) ERBHTIE

(1) THlAR7=GEEHEME - 7 v b~V v AHEEEZ, 1mg O~V T4
I2 &2 UAV) & ThAV) D 5E & 72 PR SR AEIC K - THRILERTO B E2Y 30ml 12
FIRENHZ & L0, B EE 1g, 12M HEMEERE 10ml IZHIRL TIT-o 72 b
DTH %D, ppb LIV DT &AT 5 121%, BkOREHEL 10g BREICE < T4 H
N D, TOPREERMRST D121, HER 100ml 7 A2 /L E VRS g ML E L7
. 7ok T o Z = FILICHE 2 &N 200ml FREEICZ2 2 Z LT B

R, Tk 2= FHEIE v U v 7 ZADEBEERETDTCOICMEATH D
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DT, EFEMIZUAV) E ThHAV) ZHET 2 72D121F, 10~20mg D7 > ¥ = K%

T END D,
ERoOZEEEZBEL T, SABHO ppb LNV DT Z L ) U LD E B
METDoBEHREE LT, ROX SR 7 m—2RE L,

ek B (Fe 10 g #H24)

\ 4
JNEN I s i

6 M 2 150ml
Hibe R v 7= A 25g¢g

v
U7V R e——F7 2L e B Sg

l

UaV), Th ® 7 vt x4V L3E0L |[«—Nd 30mg. #iZk 150ml. conc HF 5ml

\ 4

R IRTE R |e—— & o Epfa iR 15ml

\4
V7 VWAl |¢—— KBrOs 50mg

A 4

A7V il L e
Dowex 1X8  200~400mesh [€—— 9M Az 50 ml TPESHE
B 8mm £ 70mm 1M & 20 ml TV 7 > & ¥aEfEEIIY

Th, Nd in 9M HCI 50 ml

\ 4

SM AR~ ffa

\ 4
A/EN = SM 2 50 ml TUEH%

Dowex 1X8 200~400mesh [€ 1M i 20 ml T ~ U 7 A % B[R UL

B 8Smm £ 70mm

l

Nd in 8M HNO3s 50 ml

3.4-4 $RAETFOppb LT T - MU AOKBEERKETD
B - oy BfEERE

LERLOEME - SEEERETIX. U7 X VI, P AR IVATEIN SN D,
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R DAFZEDOEE, 7700 CrD), LT AL Ui CETL T v
b~V o LiEEEHALTCERETE D,

(3) [ = & A B
Fiovo—v— NI, HTHEMETH LD T, S SEERE 2 Y T > 10pg
(124 mBq) & VU 7 A 30pg(120 mBe) Z M 7R TR L, v F L FU D
LOEINR L FERMBEOFEMELRET Lz, VI M) ULADEERMD EDL L)
DEEEELRLIZ 26 2R, 9RBOSITFEREZE 3.4-11T77T,

# 3.4-1 T ENT LRINERBR O R (FAL: mBq)

o W& B /M B KAH SEEME | EEVER

K (mBq) (mBq) (mBq) (mBq) (mBq)
U-238 | 9 124 115 130 122 5.3
Th-232 9 118 99 125 115 7.8

# 3.4-1 OFERIT. v T CEHEILE 98.3%), FU T A CEHENLR 97.4%)
HIIFIFEEEMICEIR S 4, 2 0 EHET 10~15% DHEIMHRE A TERTEH & %
ARLTWD,
343 EHHONMFHREER
(1) FREFE CRIKA~~ X A F) D53 H7

FlBto—o L LT, skt (INAA) 2k 0 7L R T LDS
HrE[60] 23 8 & ST D RERFLARUERCEL . JSS805-1 (777 P /LpE) & JSS803-4
(A=A TV TRE) &5 LI,
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1000

Th—2‘30 Th—fraction
\ s | J—fraction
-147
Sm U-238
N U-234
P
100
S
Th-232
N

N

1000 2000 3000 4000 6000 7000
E/keV

X 3.4-5

IRERFLAE YEGCE JSS 805-1 BB Lo T &

U DT ALDoq AT bV

COHGHTIEK 344 D7 m—ZHTFER L B 5g &7 v IL/KFERE & BFRD
R TINENE R UG TR E CTAER . BO 6 MIEM T LTz, To%, 7 X
an e ULl E M TEHEL M, v o2 IVMIZE T Lz, Bok, v
YEORY U LET o ALR AT AL TEHRN D EEL . 2 D% 3.44 DT R

—IZESTER LTz, a AT ML OB %X 3.4-51Z 0 Wi % 37 3.4-2 12~ 77,
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# 3.4°2  JRERSIAZEREL D 34T
JSS it | RS Cail ABFJE(mBa/g) | INAA[60](mBa/g)
Th-series Th-232 1.48 + 0.29 1.42 + 0.12
(0.37ppm)
805-1 Th-228
1.42 £+ 0.29
U-238 |43.0+1.9 (3.5ppm) 42.3+ 2.5
U-series U-234 43.7+ 1.9
Th-230 36.9+ 1.6
Th-series Th-232 |10.2+1.7 (2.5ppm) 10.6 + 1.2
803-4 Th-228 11.3 + 1.8
U-238 17.9+1.8 (1.4ppm) 19.0 + 1.0
U-series U-234 15.9+1.7
Th-230 12.3 £ 1.9
IINTREHE A 3. RAZEIAE R 2=

EHHOFETH232Th & 228Th, K V238U & 234U VL2 402 2V KU T 2 E v vk
HETod DA%, 280ThiL, 238U & 234U L 0 IR W BRI 235 BTz, R D IRk
T, PV TLARTU TR RHEARLTWVWEIZEZLNRND T, LD
FEFIL, REFLE LTCONHKFHIZY 7N NI DALV ZSMVIAENTZ &%
RLTWD, X, FREFLON HERIT, 280Tho 5 (75,380 4F) 72HH X T
T0 THELVITENEHETE 2, 2RBTZTORERRNORY ZL OHEEZT
D Z &S TRV, Fe(IDZ £y LT o~ A Mricdhiz>THY
DALD T DBV IAENRT VI EiE, BN T T =L OB el

EHNE L THIEHEDLZ EE2RLTVD,

(2) BRAEFOTZT L MY UL

RIZGHHNT D720 A IHEEES 2 8k 9 KFnd, LIEALES 1 84 KFnl (Wi
b AL R L) 2Bt LTo T & MU U LADORNKMERZRE Lz, €D
fEdR A&, & 343177,
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INLDOREDO NV T ALY T rOEHaRIEFL R hflb o T o

AR LI R, SRR R A 20 E D DY —_ A & F 2 H N

EThb,
# 3.4-3 RO T L MY U ARGE
a3 ARG RS HIEME (mBg/g) ik
Th-series | Th-232 0.095+0.05 SIHTHY 2
FeCls + 4H20 Th-228 0.25+0.10 BHE © 8k 5g FHY
U-238 =0.025 I E R 45 50 TRV LL k=
U-series U-234 ~0.12
Th-230 ~0.11
Th-series | Th-232 >0.004 STl 2
Fe(NO3)s - Th-228 3.5+1.2 AUBHE ¢ Bk 5g FHY
9H20 U-238 >0.002 RS 50 TR B L
U-series U-234 6.1+£0.8
Th-230 1.7+0.5

EHLHORIEIZE N T H228Th|E22Th L VR I N TR Y, 24U H28UL Y R
M SN TVWDIEMA RSN D, BD, BSEFERGER S L Z L IERD N5,

LML, EORBECTCERTETCVWD LIEFEXRVOREFTH L, AEIEHE
HLEE DRI A 2280 50 TR LL LD MIE R[] T228Th, 230Th, 24URL-o &
=7 LLTRADEWVWIRIETH D, MERH % —HIEIE T OITEBRRTIE A<,
R REHIREECH D, o T, AR,

ORBHEZ BN S5,

QHLE DIRWRIE TRETT 5
FOFRTHEF 2L THRETZED -0,
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3.44 BbHYIC

FHBthoU 7L NI T ADT vkt~ U U LB LD EREEICONT, #R
B 10gE TIHHEBRMERSETE 2O MRiE L ki~ Y v 7 ADOBREILEDHESL
T&Te, TOHELHESE, RER~NZA bFoOv T M) U ARMKZERL
Tz, 238U & 234U, K U232Th & 228Th |3 FHNREEIC H D L E 2 H L 523, 230ThD
BRI EE 132380 L 0 /b SVWER S BT, 22 LiE, ~~v A MrHIch Tz -
T UIUBPRITVAIOVBMDAENLT NI LZRL TS,

BRIERO T T L N U AERBITIEF IS  EfMRRIEIIE OO Y E
P Td DA, WEERLD B IR 8 TR S LTV 2B AR S b LT,

CRAER P BRI FE T A B A B Br M i i — 80 IRBA)
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4. BHYI
(1) BEBTHECHRMRICH T SHRIMHLEL—
YA 7V CRE LIERBATICET 2D S5 b, anA - AEMOE
BRI AR 2 AR J05ETH I 36 X OWFIERRIC DWW T, JRF ) L%, HERb S, Borib
FHEOFMFITHEE L TRERD O ZARICHINK L E 2 — 2 % L7z,

(2) HEBTHMOEEER LICET HRERE

EBREBITT — XY OE#EEZM ESE570D, ALY TEBLORKRANY 7THT
DT 7 F = LR RAEKD DAL L OBATHEENC T 2 ARG 2
1To7,

© 77 F = FVDOKFEE Y OV IR BT 2 A M

v 7 (VDO KB OBRMREREZRIE L, 7V b= A5(VDO KR
Y OVEFRERE & OWERF 21T -7, £/, 727 F = RAF iz o0 Tofk®
HIARLR i SR 2 BRI T D 720 BEFEDOE) %7 — X ICHh b 5 Rl
ERETT 5 & & BT, MBI U TERMRNEEZTT o7,

@ FEEMF O TN N =T LOYLH L BB B )

ZA 7B A RRBPTOT N b =T DOBMT OFLEARORE 21T - 1=,
PEHGRBRIZ A A 7 2 A FRBI O REE L WM EZ T A—2 & L, SRERAERK
WAAE R DR ICBREE TIT o 7o, 72 BRALFHNCBE B 2 I U 7232170,
TN =T LAOBITEHZ OV TOMR 2T,

@ JEMERY R A N T ORMRE OHERE T L

JEMES YV b A DRI DR & ATHCEME T 2 2 S 2 HIE LT,
pH i EIEIC & 2 2K H K BRI 0 BRYE L ARBEE B o MIE . BB E KB EIC &
5 — & EALOWE, ZFLEREIEC L DEMSY T A NEBRAKD A 458
FEOREZITV, BMEOREZIT> 7,

@ SEEAEHCBET 2 TV 7 7 A D5 G 0 FEREF A

SRR BL I K OBk 2 G eidE (RHEREE 2 8% 9 K & A5 1 8 4 KFn4)

IZOWT, TIA7 7 MEHREBIC K 2 ROFEDEEFELZITo72, ZOWEIC

Ko TN FAPREE TR S TWD Z & 2D,
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[1] C. Moulin et al., Analy. Chem. Acta., 441 (2001) 269, 1 BSI-MS 222 kb

[2] A. ]. Zielen et al., J. Am. Chem. Soc., 78 (1956) 3937.
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ESI-MS

electrospray ionization

.@?&.
", ) %//;o,‘_ (.‘\J

,
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) 0.

ICP-MS / AES

DG &

S

Fig. 8.2. Square planar steucture of Mq(UIl),(l!;O)uX,(a‘z)' {n solution, showing all
eight positions far anien hinding. M, Z&* ot IF™"; X, CI"ar Br™; Oy, OH oxygen; O; and
O3, 11,0 oxygens. From Muha and Vaughan {£960).

Zr,(OH) g8+
J.S. Johnson and K.A. Kraus, J. Am. Chem. Soc., 78 (1956) 3937.
G.M. Muha and P.A. Vaughan, J. Chem. Phys., 33 (1960) 1943.

= OH 02-
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ERErESY -

@ mEEE T A

TUIHONRTO b ORERT)

E3-6 ESIECRVSIALHMOLL{ AL OhEN
(EA#>E— FHNEDHES)

- (Ross et.al. 1998)1
AL
(e E
o %
A H4.4 Table 2. Percent Relative Abundance of Copper(liy
H B-Hydroxydq: Compl Detected by ESLMS in
| | b (a) F0:50 Aqueous Acetenitrnile and (D) 50:50 Aguaous
| I Methanel Compared with That Predicted by MINEQL in
| | 50:50 Aquecus Dioxame and Water
| [I:GH';-MJH!" ESIME MINEQL
| .
| p—— mean | Gesohed | SR
| pH lom* # I5D*  complex diocane  waber
| 1G] {a} In $0:80 Ampmeous Acetoniirile
4 I L W T . SO . 4 EEwlAcHl* 965606 [Culr Sl @7
= [Cw™LaH]™ 15& 06 Cu®Ls 19 03
b ) » 1] [Cw®L]* A6 & 0l (Cu®Ly* 550 613
{ T | [Cw L= 354 &0 Cufly 410 »T
| 'H] [Cw®L]* 150 & L1 (Cu®Ly* 02 0.
# ” [Cwu®LgH]* HEx Ll Culy k] oy
- | [} I S0:50 Aquecss. Methanal
[ H8.9 Pt W EEwLAGHI® 862600 [Cufl) sl |7
{ | R H " IZ 600 Cofl, 18 03
] [Cw®L]* AT5 03  (Cu®L)* 5x0 564
" [T L] * 2503 Cu'ly 480 Ll
] B [CwmL]+ BAd £03 (Cufl)+ k] 1.0
[CwuPLaH]* 96 £03 Culs 5l 1]
] = _ ®Jm 0o |, * Duplicabe anahywe
TR R R WM W e
Figare 1. £51 marss specium of copperilh and &-bytmrygurainn
in 5050 watecmedancl 3t o 4 4 43) nd B § (b} Retaive J0oncnce
o 100 comumenss io 1.0 « A0° and 2.4 « 10F counts, mapacivey,
Proaks af miz 207 and 267 BOM coniribute & th lotal feconed lon
insaresky for e 4:1 comples (Tables 1 and 21
Ref.1) A.R.S. Ross et al., Anal. Chem., 70 (1998) 2225.
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Th(IV) (Moulin et.al. 2001)2
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Ref.2) C. Moulin et al.. Anal. Chem. Acta,, 441 (2001260, |
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Fig. 4. ES-ME hydroue thorum speeiation ([Th] = 1« 1061
Tabke |
Formalioa coastants for thorius bydromides &t | = 0 and 2950
Braten Hacs and Lirczthe and Fiberg Mo [#] Hobouch | pis work
Ml [1] Lagermas |5] ol 'H 17l
™ HaE¥ = ThoH™ 4+ W 3.8 CH L] .03 5 {118, -2.0 +02
Tt g THO - TROHL 4 IHF 69 135 4% (] -45 xo0s
Tt b SHy0 — TROHKY + MY 1T L 129 Bt im =75 +1
Tkt S50 = THOHY + 4H* [ RE T (L1 1£1 121 L
* Al data have beon normaliined Lo bonkc etrength = O wsing the extoaded Davies. equation

(Moulin et.al. 2002)3

N An(liNZLn(lID

DATPS bis(dialkyltriazinyl) pyridines

SFam/es >130
Dyn =20 60
Without any synergist

R
x
R s
L
DMTP

—— DnPTP

DiPTP

)

N

N

1

R
CHs;
CH;-CH-CH;
(CH;);-CH

ML;(NO3); HNO, from SE slope analysis

Ref.3) C. Moulin, N. Charron, G. Plancque, H. Virelizier, Appl. Spectr., 54 (2000) 843.
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Figure. ESI-MS spectra of 5 x10-5 M Sm(NO,), i -
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BMNARTICBITAEMNaBE ) aF A FHONp(V)E Sr(D)DBITEE)
,fTJ‘ 1 - 5) Migration behavior of Np(V) and Sr(II) in water-saturated, compacted
Na-montmorillonite under an electric potential gradient
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MISTUGASHIRA Toshiaki, HARA Mitsuo, SUZUKI Yoshimitsu
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Experimental
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DC power supply

Anode (+) salt bridge Cathode (-)
7 n\ (KCl) /Zn
Radiotracer
LY
A , 4 S =" | X
ZnsO, 0.1 M NaClo, or Na2c8 e pacted Znso,

3 montmorillonite

Fig. Experimental set-up for electromigration of Sr(ll) and Np(V)
in water-saturated, compacted Na-montmorillonite

Radio tracer 85Sr(ll)  23°NpO,*  2*NpO,COj
Solution 0.1MNaClO, 0.1 MNa,CO,
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[1] Higashihara et al., Appl. Clay Sci.(accepted)
Resulis
~ anode (+) cathode (-) -
’T\ 10 T v T v T v T T v T v T
: w—— Electro-osmosis (4h) [
g 0.8} ; ® NpO," (20 h) 1
= ® NpO,CO, (20 h)
*E' 0.6 : .
) A Sr2* (4 h)
-
o 04
@)
£ 02
o
L 0.0 s valls s
-10 -5 5 10 15 20
X/ mm
Concentration profile of 22°Np(V) and Sr(ll) in Na-
montmorillinite under potential gradient (p = 1.0 Mg m-3)

Discussion

Na

RIS [ cathode 4h 5mm
- Sr(ll

2) NpO,* 20h
Na* 12mm (4 h) «
And Srz* 5mm (4 h)
(He) 3 mm (4h)

3) ClI- anode 4h 7mm

NpO,CO;
U

NpO,*
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Discussion-2
100F « = s #= s # # = 2 m o | M 100 F eo o s 000,
- v .
X
S 8ot v < 8o}
= = Npo, . 2 = NpO,
Z 60f e NpOCO; v S 60r e NpO,CO,
S NpO,OH s NpO,(OH),
S 40 v NpO,OH), c 40} . v NpO,0H
g . g
3 20} = 28
o - D .
w v o
0 - - X am Z 0 2 . 2 a ... kXYW
4 6 8 10 12 14 4 6 8 10 12 14
pH pH
. :
(NpO,") (NpO,COy)

Conclusions

Na 1.0 Mg m-3 8Sr(l) 2*°Np(V)
Sr(l) (electromigration) cathode
- Sr(ll)
Na* CI- He
NpO,* NpO,CO;-
= SNPO.*
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11‘ 1 6) 7 IV X D ERA A OEEE RO E &N FLIE
N -
Quantitative description of metal-humate complexation
AL RBE L) O filHg  Hiamt— HWoii— ZEHAR M5  Budi Setiawan

TIVBBIORY T 7 VAR OWT, EERHESUIA A o RHIEIC LD WS ONOEEA A & D
PEAERAERFI L, A A VHRE (MY T AL A ARE) . pH (7 I VBOMREE) . @B A 4 IREICL D2
DT DEEEREBDOZEA L 7 X RO Sy FEME M KO —M L OBRZ B 20N L,

1. A A VBREORE 7 I VBILES TERICREEHEE IR 2 BEE L T\ DO T, @y LBk A 4o
BEE LTI A BT 5, BUEENC LV . ZOBEEOXA AT, BRI ES T O/AERN BRI H Y
DITIFR S, RBAEHEATSENFiEans FE LTEHT S, &FA 4 0sERiT. = ofEgo
KA A & DRBIZ X D@ F~OfiE FEEES) Mt s nze&i A 4 OFRE~DOREE (A

NMEG) LTI 2, 3o AV EEFEIROME L, SV 7 ERTOXA 4 U PRE (A TRE) 1TRF L
THERNIZ L L. EM TR STV L5565 D Donnan FHIZEI7ZE THEITT 2 L B2 b,

2. FEBEEDORE MEEE O E &b ICBEET 2 BRI REN LITHERE L CRIERALAE Z D 0T < 5%
R (FEOTEMEDNF) &, KOOI L CTRVERE S LT < iR GEARNEEMZIR) o
FNEZ SN, WY pH 2Y 7 LLF O TlX VR U VENFAER O LEH S TWD DT,
BAITERICE - D EZX BN D,

3. BRAFTVOREDEE T I UBOMBENBAREE CEEA A LR EEAERT D ERRE L 55 < B4R
THERENZENTOWDLHEEITIE, RN A FGIRICEE AR S UEXR SHfEEMAEZ 5, A1 oo
DY GBS HEGE C b D AT, BB A A ORE O L - THINT OEAERERIT /72 DB 35
LTINS,

4. BT OSEEREBOERAL LLEOBRICE Y | REEERERIRIE A FHW TR Lz 7 I VIS KD H T
DA REIL,

logp, = log[%] =log B, +aloga —blog[Na*]—mlog[M]

LEEINDEEZ-, 20K, ERERA A UEFEICK LTI T I UERIZKTT D Freundlich B E A2 £ % 5 2
ELEMTHY T MY T ABERERIFICR LTINS AY) Donnan A # 2 5 2 LICHNS TS, K12 X2
XROERER~OBAERCTHY . YL EAMEEZRL TS,

o
T

[ML] : 7 S o WEICKEA LTV S

. 5 ML

L {;_ o “ [MI[R]

Gy/// e = 1 [MI] A o i B 4 A o o
E Fo NeO, 5‘“ 6l (mol/dm3)
= 5} / D%;Q/{} -

4 Fe i

GJBA A OPEEE (mol/dm3)
[R] : B R RESLIREE, o « fRBERE
(HR); : 7 2 UME ORIBE (g1)

R Y
log  (at a

3 = 2+
(/=01 M Ca
S7=04M
SI=10M

2 1 1 1 1
-1.0 -0.8 -0.6 -04 -0.2 0.0

loga

(72) M1 HFEEREA A D7 I U REEREREROMREERL 3 L OA A v iR
(F) K2 KFEEEA L2 O7 I VEESERAERER OB RERT

apo

2 1 1 1 1 1 1 1 1 1 1 1
~14 -13 12 -11 -10 -9 -8 -7 -6 -5 -4 -3
log [M]
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2004 1 6
= [ =l-]
complex R
M L & ML :
.
L
M
[M]solid

¢ T (IMI+[ML])

water
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DOC ~mg/L

size <045 pm
R sea waters —--------- T
deep-sea - — i
surface — i

sediments - mobile
o freshwaters -------——- 7
lakes - eeeee—— u
rivers - E——— u
bogs,marshes |- — -
r - groundwaters --------—- 7
Sweden, 100-700 m e .
Nevada, wells —
Gorleben, 129-169 m |- . . I_I -

-1 0 1 2
log[DOC/(mg/1)]
?
OH-, CO32'
1)

H +
coo- Na* i CH,CO0 - Na
COOH . CH,COO0-

_ e MJZF — — MZ+ Na
COO : Nat
e CH,COOH a
coo- <+ Na"<<— Na*
: CH,COOMED*
COOH : Na*
COO -, : _
codt Nar i CH,C00 - CHZCOO
: | bulk solution CH,CO0
site bound
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OH-, COz%
( 2
H__OH
cl OH con
HO,C C CO,H H 2
2 A H, 2 C:
| CO,H
/
HO,C CH, H,
‘ /ﬁ C\Hz ﬂz
/ﬁ\ 2 c e

CO,H
CO,H
. Charge neutralization model (J. I. Kim
Loading capacity)
. Model V/VI (E. Tipping 2
. NICA/NICCA-Donnan model (D. G. Kinniburgh 3
Langmuir-Freundlich
_ (Ko)"
1+ (Ke)"
. P
(Ke) [ (K]
(I m p :
2Ke)" 143 (Ke)] e Rt A o5 5,
Ref.2) Tipping, E.: Cation binding by humic substances,
Cambridge University Press, Cambridge 2002.
Ref.3) de Wit, J. C. M., van Riemsdijk, W. H.,
Koopal, L. K.: Sci. Technol., 27, 2015-
2022 (1993).
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1.
B [ML] K = [ML]
**[M][R] [M][L]
[R]: (CrOX)
[ML]: M
2.
H2 H2 H2 H2
B s N -
(‘ZOZH CO,H éOZH
1. (
logK,,, «
2. ( ):
logK,,,  [Na']
3. tlog Ky, Cu/Cr
( )
= Aldrich
( )
103MTTA +3(TTA),+(TBP),=(MT,B),
103 M TBP t
/ M+ vVvR —> ML
152E 3+ 108 M — 105 M
0.02 - 1.0 M NaClo,
pcH =5.0 — 5.5 (MES + THAM)
[ML] [MTB], D,

Kapp = IMI[R] ~ [M[+[ML] 14K

app

- Cy/Cr
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- (1)
Donnan
I M= jLﬂa*:M”Jera+
M> 4+ L™ =ML™, (L™ =vR")
M*" +L™ +zNa" =ML "™ +zNa"
CoO-  Na* —
Ccoo™ M : M ® [Na'] v[R™]
coo~ * ”Na“—g— Na* Na*
COOH :
5o, T
’ colloid H bulk solution ‘ (Na]
1z
l [Na*]
[Na']
log K, = 10g K —b log [Na*]
- (2)
ML, ML,
< =kl SRR Y UL B
[MI[L;] [MID_IL.]
C,=>.C, = C =[L]1+[ML]1=[L]1(1+K;[M])
Cy =[M1+ DX ML 1=[M](1+ > K([L,])
BHDH M) i<k:K[M» 1 (% biXaakn)
i>k K [M]L1 (FEERETE)
Cu CDEEDL]=C, —> [ML ]~
_ZKi[Li]_ 1 _ KiXi B C
app_w_c_z 1+K[M] B2 k) B
D%
;[M] Z:, iXi = I[S;;/I] + KX (;Xi =6 )
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log Kypp
8 T T T T T T T T T T
logk, X, ,
6 .
k-1 site occupied
S [ and[M] increases log (6o, ,/[MI)
X
> 4 -
o
ksite gives a constant — logK X,
2 .
log(4/IM])
0 1 1 L 1 L 1 L 1 L 1 L 1 1
-6 -14 -12 -10 -8 -6 -4 -2 0
log[M]
8 T T T T T T T T T |
6 _
S
£ -
B — logs=11,7.3 x=10% 10° 1 i
——logs=9,7,5 %=107, 10", 1
" w w5 6 4 2o
log[M]
[ML] [ML] 1-m
logK,,, =log =log K —mlog[M] > 0=-—>==K[M] (1-m<1)
i [MI[R] [R]
m<1 Freundlich

—1(57)




JNC TJ 8420 2003-002

©)

of. H,C,0, C,0,%

-COO

L

-COO- v
[-COOTY

=logK +alog a

’ log K,pp

_ ML
* ~ MI[R]

logK,, =logK - mlog[M] + aloga — blog[Na™]
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12 T T T T T 1 T
11 | MW = 90,000 ]
10 -
9 - -
g °r ]
8 Tt g
£ I
S 6k .
bf L
E L ]
4| i
3k i
2 -_ o o i
[NaCl] /M = 1.0(left), 0.4, 0.1, 0.04, 0.025(right)
1 1 1 " 1 " 1 "
4 5 6 7 8
pcH
pK,,, = PK +mpcH —blog[Na’], C, =12.8 mmol/g, pK =2.51, m=0.48, b=0.36
pK,
MW Cr1 pKi m b 1-m
PAA ,NaClO4
450k 13.8(2) 2.15(4) 0.55(1) 0.35(1) 4.78
90k 12.8(1) 2.51(4) 0.48(1) 0.36(1) 4.85
5k 11.7(1) 2.58(5) 0.46(1) 0.34(1) 4.76
2k 10.2(2) 2.61(5) 0.45(1) 0.30(1) 4.74
PAA, NaCl
450k 13.7(2) 2.21(3) 0.53(1) 0.37(1) 4.73
90k 13.2(2) 2.32(2) 0.51(1) 0.39(1) 4.78
5k 12.0(2) 2.51(4) 0.47(1) 0.35(1) 4.72
2k 10.3(2) 2.53(5) 0.46(1) 0.33(1) 4.67
PK, .
: a=05 K,, =pcH
1_ ml p app p
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[R]/(meq/q)

[NaCIO ] /M = 1.0(left), 0.1, 0.04(right) 1
" 1 "

0 1 " 1 " 1
3 4 5 6 7 8 9 10

pcH
pPK,,, = PK +mpcH —blog[Na“],
Cg,=4.3 mmol/g, pK, =1.58, m, =0.59, b=0.16, pK,,,,, =3.87
Cr,=3.2 mmol/g, pK, =1.75, m, =0.81, b=0.16, pK,;,,, =9.38

PAA logax, log[Na']

app

K

log

logK,,, =logK +aloga —blog[Na"]  loga, log[Na’]
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HA loga, log[Na']
8 T T T T T T
Eu® |
6 .
Q° NpO," |
jo2]
S L
M?
41 Fez’ -
& .
3t .
o /=01M Ciz/A/_
L /=04 M i
= /=10M
2 L 1 L 1 L 1 L 1 |.
-1.0 -0.8 -0.6 -0.4 -0.2 0.0

loga

logK,,, =logK +aloga —blog[Na"] loge, log[Na’]

log B, (ato =1, [Na]=1)

14 -

log Kapp
PAA: log [M]
HA: log [M] ,

—1(61)



JNC TJ 8420 2003-002

[M], [X], [Y] = sy

PAA HA log Kpp
[ML] .
logK,,, =log =log K —mlog[M] +aloga —blog[Na*]
[M][R]
log K m a b
PAA Eus 76 +0.1 0 6.0+ 20 1.80.1
Fe3* 6.1+0.1 0 9.9+ 0.4 1.50.1
Fe2+ 1.4+0.1 0 28+0.2 22+0.1
Caz+ 20%+0.1 0 41+05 1.7+0.2
NpO,* 29+0.1 0 47403 0301
HA Eu 32403 | 0404003 | 11.0+24 13201
Fe3* 40403 | 0432003 | 2902 1.00.1
Fe2* 1.7 +0.2 0.32 =0.01 2.6 0.6 1.2+0.1
NpO,* 1.3+0.1 0.41 +0.01 24+01 0.1=+01
1aa ML] _ .
logK,,, =log =logK —mlog[M] +aloga —blog[Na"]
[M][R] C)
independent equilibrium
variables constants Lux = [MX] v Pux, = [MX, ]2 By = [MY]
vl x 1~ log K [M][(X] ’ \ [MI[X] [MI[Y]
gIMl ! Cyy = 1x [M] + 1x [MX] + 1 x [MX,]+ 1x [MY]
@ X 1
% c = 1x [X] + 1x MX +2 x [MX,]
el Y ! c=1 x [Y]+1x MY
E MX 1 1 IOgﬁMX
= [mx] 1 2 log Bmxz @
o
° | MY 1 1 log Buy C = [M] +BM>([M][X] + Bsz [M][X]2+ BM\([M][Y]
_ | Cwm 1 C = [XT+ Bux MIIX + 2By, [MI[X]?
g Cx 1 C =[Y1+ Byy MIY
Cvy 1

|

f

| M1 IX1,[Y]

[M], [X], [Y]

—1(62)




JNC TJ 8420 2003-002

[Fe(I1)]; = 5105 M
[HA], = 5><105 M
Am(l1)
Fe(11)-HA
)
(&)
4
E Fe(I)-HA
= HA
5 6 7 . 8
pH
AMOHCO,(s) Am(111), Fe(l)
=01 Am(111) Eu(l11)-HA

1. logK,,, loga,log[Na'],log [M]

logK,,, =log [I[\/IN]IE_R:!] =logK —mlog[M] +aloga —blog[Na*]
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£} 1-7) #BHEHOTAY 2 v AOBTIRIETHHENEORE
EFFECTS OF HUMIC SUBSTANCES ON AMERICIUM MIGRATION IN ROCKS

JR#mF BEEIEAN ORIEEsE mHe mdik EH NEER—

Masato UEDA Toshikatsu MAEDA Masayuki MUKAI Tadao TANAKAIRM Yoshikazu ONUMA

FEREME S Am-241 D5 A TRATEEN RITTHEIC W TTRB -5, JHEERERI L 2 ERi/ ket
BT,
X—U— P JEhEWHE, AR, RS, Am-241, JEHGRER, ARHEEERE

1. s

HFAKFNCE ENDEHEEIL, TABY) T, EBeR, 704 =F, 77F= R L LRz L
AARTIEA~OIGEREEZ AL ST D 2 e D, BB OBATICREZ X T /RetErdH 5, T ET
(2B Z bR e iR B 2 W28y FRINGERBRIC LV, EHEWEAF FIcBi 5 TRU KROS5
FREDIS TR SV TER Y, WEEMED S < BATHENMRW & STz TRU BZREIZKR 5 KV (EHEED &S
VRO M BEEDNE B L TN D, —J5, AEFE iﬂnﬁ#@’iﬁtéﬁﬁ/ﬁm‘é LWL E TRV A AN T D2
D, WEEMHED IR T A OMAI 220 2/ LTl & 8% RIE T 2 & 3 HELE éné NI

TIE, BEWEAE TR 5 Am-241 OYLEEGRER % Fii L, EE ORI TIC RAE T T DB
DUVTHRET L7,

2. FEBHE

T AR LT AE a2 A T2 E B V2 B L, T 4 A7 BHCEE T D lific T h 2 AL
HTFAKZ1IBOmIFEHL L=, 2D 55, F{AOH FAKIZAM-2411AKE S L < 1FAm-241 & B E OIR SRR %
AmiBEE23350Bg/mliZ 72 5 K O W LT, BERICHWZERHEIL 7 VAREE T, IR OFREIEX30mg/L &
U7z, eI, B2 REKH, SIS TEE Lo, SRR, R & miR B Oy 1 AmiR i
ZEEE L, A hicis T 5 AmOYEEEEE) 2 7z,

B S A0 =E =

7»T&®Iﬂ“¥ﬁ4ziﬁnmf%@ fﬁa@Iw CRRALEETH DK 160nm 126 L TH4/hE N
ZED, fEREZERTICRT D 7 VREREEROBATICITMILILERE T A 2T 5 Z ERAREE E 2 B
%o K1IZ, 7RI IAFT 5 RB L O fb@w% LR DFmEIEECE L OBIREHTO Am RO
BB AR, Z0eE, Fry oML Am O A TIZEBIT HIUEEZEE L/WIEBIRE (G4t
o) #3&4, K1 L0, fEREFic iéAmmﬁm#ﬁMﬁi7»T&® EAIC L VK1 21K T
D ENOND, UL, SEERRIZ L D07 A AOHERIZE 72 2 BATHEOBID BIRK & B 2 Hivd,

0.0012 0.0012
= TIVARERZ: L s 7 )ViRIE 30mg/L 347
S N o
S 00008 | S 00008 |
| )
il 1
X 0.0004 28 0.0004 [
€ €
< <

0
0.0000 . 0 P e’ e
0 20 40 60 80 0 20 40 60 80
Duration (day) Duration (day)

1 AKREANC IS 5 Am JREEELORRFZAL,

k ATFICII SR FEE D D OZFE5E INUCEF ZE0FJE sk BEEEMIL 3 | 2R 0 D AR TR RER ) OREREO—ERTH Y,
Z ONEO—ERIF BARF T /1542 2004 FEOHFRIZT %éi‘%%m
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"

EFFECTS OF HUMIC SUBSTANCES ON AMERICIUM
MIGRATION IN ROCKS

2004

(o NUCEF
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1; 1999
2) TRU 2000
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.'ﬁ.' ?&3 :
.—’\/b
- .‘—/\/—’
TRU .‘—/\/—y
— - @ -
[
{
N o -
Kd -

M™ +nHS <> M -HS,
_ [Mm+]solid
[M™]+[M -HS,]
Kd,, [HS]=0 Kd
— .
K
° Kd=— Ko _ -
] | |O| |O| |O| QI |O| 1+ﬁ[HS]
! B
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1E+01

1.E+00 P
_ 101 P _ 1E+00
N . g
= =
2 ko | * 1E-01
1E-03 - ‘ L 1E-02 ‘ ‘ ‘
0 20 40 60 80 100 120 0 20 40 60 80 100 120
(mg/dm®) (mg/dm?®)
Am(l11) K
4= Kd,,
1+ B[HS]" | Am@iiny | n=0.950 Log@=4.14 | n=1.08 Log3=4.49

B2

a1
Booat
Y
&
oMt

=160nm

L8] 2
08 BE-O8 IE-ST IE-08 108 14
REE =

1996

W >450nm
@ 100k-450nm
0O 30k-100k

O 10k-30k
M 5k-10k
W <5k
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i #1714 (2) FEal L eREBR 75 0%

EEETARVPOAnGBERELS AL, MIABBETIVICELT

AR RBEEN TS

EREA ERER =R Al BREAl
(150ml) (150ml) | gEHEME | AT TFOK AL
JEH#7F | Am-241(350Bg/ml) K
BHEHE | AT TK, ZLRER AL
#7 | (30mg/L) Am-241(350Ba/ml) | sk

pH 8.57

BEEER Caz* 3.8
Nat 90 AL TKD
K* 2.6 | XM (mg/L)

EEET4R95.0mmt NOy 3.7

. S0 2> 15

BBTLE L EIEE HCO,/CO2 | 190

i AT (3) MFLILELET L

FickD 5248 Cw/C,

«_, . o¢C

ot @ 5X2 A D

(PR _ e

D,: RN OEFE Slope = VL

oc_ D, d%C o AT -

ot e+p-Kd ox? VL me
D,.: AiLERE D,: BILEZR S (m2/s)
[k CAL-(e+pKy)  ATARUER (M)
o0 EBE 6V VB RARTE (m?)
K : D ERRE L: T4 RYEE(m)

D, = Daq .G, & t: B (sec)
D, KA EA R 2L EREAOZERELLEHMLEOBER
Gy B2 ET
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YAV IEEBICE T 5 FBRERAROESRKRT
/fﬂ‘ 1 - 8) Progress of Study on Solubility of Radionuclides in JNC

JERT BE, R

O#E

fatH:
Akira KITAMURA, Kenso FUIIWARA

B A 7 NAEE T, BRPEEREORRERME 21T 0 72012, BT — 4 X—2Z (JNC-TDB) #HE LT
ETCWD, ZOT—HRX—=ATlL, FANFET—XIZHOWT, BEFOREMOOEER ORI 5%
EoTNDN, BIEFMFICBIT DT 7 F = RuEB LOESRAERY OB %7 — % OFEMITD L, £
OAFFEMEIZ R DR D S DB Z 0, 8 LSV U VEBEIEY) O HUJB AL G312 36 1T DR ERHI O R H 1%, FRIC
77 F=RAV) & & L (Se) DESIFT — X OfFFEME R B EERFRE L oo T\ D, £z, BIfTD INC-TDB
TIXE TV H ) MRS PSRBT DS O 7= OIIET — 2 A4 Th 5 Z LD, TRU RIS
OVEREREM 21T 9 L CTY, T—HX DK EITHMLENELTTWD,

R 14 FEEELE, FITIRERILAE T 2 Np(IV) D ¥R
HEZITV, b RaXk Y IREBREEROBS )T — % OIS %
ToTERITD, 8t L ALBY OURMREERIE % Fhi L <
T, SEER, ZhbOMREMKGEET 510, #HoiZ
Np(IV)KFIE b DVSIRIERE (K,) TRIE D72 3D O E iR
ExEMG LTz, ZNETITELN TV D ERE RO E
LTS %OTESE, LTICHET 5,

ORBEET - &7 LAV IKBRDIZEIT S Np(IV)DiB#E

EBI%E

BT VA ) KR TPIC R T D FEBRIE, FICREFE T
> 72, Np(IV) D Va i & il FRE FH 1, Np-237(V)RPEIAIR (1 M
HCIO,) {2 1 M NaOH & 0.05 M Na,S,0,D1RA VIR % 1l
Mz, WIRAEZBTHED ST A UHEICT S Z LIz k> TE
K L7-. ZORAWEKERELZOL, FTERE DNay,CO,;
& 0.05 M Na,S,0,DIREIRIR & N A, Vi S22 Bigk L
7o T L & DONp-237 DRI, K 20 mIZxh LT 2.4 X107
gt E SN, WIROA A 58E (1) 1%, NaClo,Zz v
T20MbH LIZ29 MIZHREE L7z, #BHT 223 CCTHRE
2L, —EHM I & KT OpH, (= -log[H']), B{LIE
TCEENL (By: SHMEEKEEMR), BHANpIRE ([Np) OWIE
AT oTm. £, —EBOREHIOWTIL, BREIEE (Cp)
OWPE S FEhi L7z, WAANpIREREIZI W TIE, LR 045
umd A 7Ly 7 g v H— L X0y & 1X10°0
RS 7 4 V&2 —Z AW CHEEE DL, AETo
Np-237 Z Y-8 RBmHERS L XRKR v FLr—ra v
HERTHIET D Z Licky, EBE{To7-, HARERIELL
HOIEZEE, TRTCT LIV FEHAD 7 —T Ry 7 A (0,
<1ppm) TIHf L7,

BN MRE OCHRIEMEZE, K 1IZrd, 2O ~7 ¢
LB —IZ LB [Np|DEIFHE TR o Tzizs, LIFEDH
ETIIMAE O B2 X LR & & Lz, X 1 D(a)b)(c)
WTNOKIZEBW TS, [Np]BACrOHERE & HIZEL o
TN Z ERbnsd, 1 FOEFMHIZBNT, H—0K
AL FREN ZECNCAFET D EIRET 5 &, AREBRICKT
5 CHE T & BE R OpHMK DR R Z D Z iz k-
T, Np(CO3),(OH)," THh D LHEESND, ZDEE,

Np(OH),(am) + 2 CO;* € Np(COs),(OH),". (1)

£ -1(71)

[Np] (M)

X 1

10+ : ;
(a)pH_=12.0at1=2.0M

10° 9 -

s NPCOMOMIEE

fitting Q A e

107L - .
~

108} - i

- ,
— Np(CO,),(0H),

T
(b)pH,=13.0at1=2.0M

1051 -

Np(Cos)z(OH)é“j,
10°F fitting T
107 8 A _
10} . SDQOC> -

Np(003)2(OH)122)~

| ©@pH =129at1=29M
10|

Np(CO3)2(OH)4_“_'.,
10} T
- @)
107k fitting o) i
A A
108} T ]
.7 .~
NP(COJOM,2
10” 10°
C; (M)

REFEBRTEONZE T V0 U KR
TR 31T 2 Np(IV) IR E D 4R R
&F (CT) ﬁkﬁ'lﬁi

Mo A O & 0l (b)) TIEENE
nos, 1,3, s hADIEE D HIEEZ, ()
TIXENFNL 2,3, 4 N HORE 5 ]
MZz2rRd, FEfER/D REa#ER T
BV, R L ORI S IE L SR
DFE Z R,
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DI =0 MIZET 2 FlEs (KD 1%, 109728857, Raid OREMERE (K, =107 &2 {0 %
FEEBPNCERT D L, 107 MRS N, ZOMEIE, MEEOREOREMEIFIE-HKLTRY, SR0O
FEREMZ D Z L1280, WIALFREOTRL L OB 77 — 2 Off M LICHF 5T 560 &7 oT,

ONp(IV)KFIER L ¥ D B R FEFE

RITHE G R T2 P8 TIEK WS ST Z FADTW D 23, MIF5E 7 L — 7 T HKDREERA DL Z & & L, infid
FEIC X DWMRENE 21T > 7=, £7°, 1 MHCIO,FIZIEME L TV D Np(V) &2 Ho-NyIE A H A(0.5%) 37 ) > 7
I2&v, A&fEEEZ N L CNp(IVISE TS E72, RICHR D 7o B L o BERERE IZ 1.0 M NaClo,z Afl, Zih
(BT SET-NpDFIK A%, NaOH, HCIO % MW\ CTpH Z 78 L=, sBKIEIRIL, #EL7-R v 7 2N
T, ER TSR SND T, RECHESEL, HER, BikezoBmL, SEY TR 3IXI0DT 4L
— T LA LTz, EOARIZHONT, off 8RR CHIET 2 Z LICK UNpDREE, Wk ART K
JHEIZE DV EFE L T DNpD A F v D& i ~To, £72, ZOKETOY 7 OpH P L OLiEICE
NARIE L7, EBRITMBEORBELMZ H7-DI2, Ny W AFERRD S0 —T Ry 7 ANTIT- 7,

218, BoNTIRBEDRHKRL T — X &b
B CRT, 55T RAREE 13X SRV & IR I pH D BE N

WZREDD LTz Ay, SCHRE & bel LTV M & x ' ' X D. Rai (1987) 1=0.03
RUTz, E£72, EAIZOW T 2 B5NpO,2xH,0 T ) o V. Neck (2001) 1=0.1
boEEZLND, WHIZOWTIZARDO RS 7 4 U —&— This work I=1.0

NE—THi%E LT, BEAZHETLZLICEL, 4
FIOEBRTILZa T A NORBENRNT L PMERI N,
Flo, WMHAXT MADE, BEFELTOAHNpIE 4T
HD T LEBER I, MOA F U NTRER SR T2,

[Np] (molidm™)
=
T

WIZ, 1§D OpHAZ X9 D X & ST D, o
AFEEROpHMEIK TIINpIE(2)-(4) X TEIND L H 7 ;
MAKGREBZ LTS EEZ LD, T 25 3 35 4 s
H
Np*" + OH™ & NpOH** ) L o e
Np* +2 OH' & Np(OH),** 3) 2 FRMEEIRTICI51T D Np(IV) DB LI E D
Np* + 3 OH & Np(OH);" ) R, ERIT, (D~@RNE Wi TR
WO R ETT,

ZD XD IR DRIEEZBRB LT, G)ATRIND

L OESREE RDI, £ 1 Bbni Np(V)KFIEE LY OEARERS & X

NoOKHLO & No* 4 4 OFF ) [IN2F: S=x i}

2WRT LI, BN ERT — & &/ D Rze(fi987) I0(12)43) -53 3Kispo 3
BETHASES T LITED & 1 ORT RN WA ' 0 545403
ERZ RO, S612, G R OwiERIC V. Neck (2001) 0.1 544204
DT H SIT AT I=0 IZHFIE L7z, Z DffilE Neck H D 0 -56.4+ 0.4
SCHRELZ AT <, Rai & OSCHKE L BEL TV 2, T DJEK This work 1.0 -53.1£0.3
EIRSREROFEOAETH D LEX DN, 0 -36.2£0.3

OBTEHLTICET2#% L UILEYDARRERTE

SRR 13~ 14 IS/ T, L Abgk (FeSe,) DIRFRIE %, HKECRIFALFREDSe05 1270 5 4t Tl
ELTZE A, BRERIREFNSe(cr)iZe o= EBbd Z b, REFFlRENERTERWVWEZAETTHET
L, TOFEENARFMEIE ST Z e EPBRELTELNZ, 2O LE2%T, REEZTVE U MHKEAETR
FIZB T HDFe(I)DIAfRFEN 205 & & B2, FEFeSe, DIRMREHIE % Fid 5 T ETH D,

O5%DFE

Np(IVIZHOWTIE, K RE D72 D DEIRERE Zfkii 35 & & I, WA KX 2K R ER DR
ER E R D, SeDIEMRERIEIZOWVTIE, AIRO X 5 (CFe(I)DIAfEEEN 2 TS OH V) T LB R H D
E0, Wisg (S) & OHAFRICET DEMENE GRA D, £72, TRUBEEMA; OMREFEMmZ B E LT,
TV A e IR TIZ B T APu(IV)DIARERIE /R L PEL TV 5,

£F-1(72)
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S—T2)L ~
=
I Np(IV)
*Np(IV) Ksp
@ Np
®
. PU(IV)

—1(73)
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Np(1V)
* pH.:-8 3 S
13 > aw
] 3mon
o gmon
®pH. <11 < B, | v 1y
£ L B 1.6y (0.45)
Np(COz),(OH),* i <\J NP(CO,),(0M)
107 C oA i
@pH, > 11 100 [POORONENC ]
10»9 1 i 1 1 4 1
8 9 10 11 12 13 14
pH, (= -log [H'])
i ( 11=2.0M,C;=0.1M)
Np(COj3),(OH),*
Np(IV) Np(OH),(am)
7 [ 0.16M Np-237

(30ml)

Storage LLLLLIT
N oS

N 2 Week< \V4
b
0.02M NaOH Np-237 104
0.05M Na,S,0,

—1(74)
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30ml pH, = -log [H*] : 12~13 (NaOH or HCIO,)
C;: 5x102~7x10t M (Na,CO,)
Na,S,0, ( ):0.05M

(1) : 2.0 or 2.9 M (NaClO,)

Np-237  :57 kBq (~5x10 M) |

(22+3°C)
opH, (ORP) |
oFE, (vs.SHE) (COy)
o CT
o[Np] (total) 10
Np-237
(22+3°C)

(1):

—O—KPO3 - -+ - KCO1
4 A sample
10 . . SRS o Keme No. (M) pHo o E (V) Cr(M)
--X--KP15 - M- KC15
105 1 KPO3 05 939 -048 1.0x10%
. KPO9 05 1048 -0.55 1.0x101
~ 1)‘ -
2 KP11 05 10.89 -0.56 1.0x101
2 107} 1..KP15 05 1216 -059 1.0x10%
5 KCOl1 05 7.73 -0.40 5.0x103
10° | 4
KCO6 05 9.14 -053 1.5x10?2
109l - n - - KCO9 05 973 -056 2.8x10?2
0.45pm0.20pm 2x10° 1x10° 5x107 15 o5 1049 -0.58 1.0x10%
MWCOs
L

—1(75)
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Np C;

@ log [Npl; / log C-
1 2

10 .
(a) pH_=%2- =20 M

A: 2 weeks or
0.5 month
[O: 4 weeks or

1051 9
Np(CO,),(OH),*—¥ 1 month
Q

J V:2months

fitting

O: 4~5 months

_ g
T*\\\\_r/ Np(CO,), (OB

~—
(b) pH,=13.0at1=2

-5

Np(CO,),(OH),

log K,,, - 8D

| log K,,° =-6.7%0.2

£((124),Na*) = 0.30.2
1 1

0 1 2 3
I,(mol kg™)

A=
O =
v o=
H 1=
A 1=
O =
-0.2 »
2: Np(CO,),(OH),?
ul . A\
0.4 %
-0.6- .
0.8 L1111 - o
6 7 8 9 10 11 Np(CO,),(OH),Z
PH. 10* 10°
W) 7
(3): SIT log K©
-
SIT model: log Y= _le D + X g(j,k) m, species 1 (M) log K log B ref.
T T - Np(CO.),(OH) « -3.0 $0.2 442 +0.3% present
(a) Np(CO,),(OH),2 _
20l Pt i 2.78:018 4438:037* previous(2002)
2 0 -4.44 43.17 Rai(1999)
: Ig 25} i 0.3  -0.35+0.33 45.69+0.44  Pratopo(1990)
!H ,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,,, et E
2 . log K., © = -3.040.2 U(COy),(OH),* 0 -4.8 41.33 Rai(1998)
T o3opl— 122 i var. >-2.44 >417 Pratopo(1990)
e((122),Na*) =-0.42=0.1 |
. . . Pu(CO,),(OH),> 0 -4.78 44.76 Rai(1999)
-6.0 | (b) Np(CO,),(OH),* 1 0.1 -27 +05 442 +0.6  Yamaguchi(1994)

Np(CO ), (OH), & 47.8 +0.4% present
47.3500/51%  previous(2002)
0.3  -1.4310.33 53.07+0.44  Pratopo(1990)
"PU(CO),(OH),* 01  -4.98:031 49.7240.48 Yamaguchi(1994)
"NP(COp),(OH) var. 53.08:0.01  Moskvin(1971)
0.5 49.20+0.50 Eriksen(1993)
8

—1(76)
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Ve
FeSe,
— FRHP, SRHP
* (I1)
*
= FeS,
@
H.16.1.6
Np(1V)

10

—1(77)
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KS

p
AnO,H,0 < An* + 40H + (x-2)H,0 (1)

-O— Rai et al. (1987)
Moon (1989)
Osthols et al. (1994)
Neck et al.

-46 Fo

-50

log K, <

54 b

-58 |-

[ Th

Rai (1992)

Yajima et al. (1994)
Rai et al. (1997)

Neck et al.(2001)

Kash (1949)

Perez et al.(1964)

Kim et al. (1989)
Capdevilaetal. (1998)
Rai et al. (1999)
Fujiwara et al. (2003)

O+tO+tXDOODOXONO

/

~ -
~N

0.9

0.96 1.02

1/r? (1/m?)

1.08

1.14 1.2

(x1020)

Fig. Comparison of Solubility Products of AnO, xH,O

11

=

'
Np(IV) H, Gas,
1M NaClO,
H NaOH
K P HCIO,
1
[ 1  8weeks (23 %2 )]

S

103 M Np(V) in 1M HCIO, 0.1ml

|
A4

Kep )
NpO,*xH,0 == Np* + 40H + (x-2)H,0 (2)

pH
Eh

|

( NMWL 3> 103 j

o -spectrometry

Np
UV/VIS/NIR spectrophotometry

—1(78)
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[Np] (mol/dm?3)

10° . -
< x D, Rai'(1987) 1=0.03
o V. Neck¥(2001) 1=0.1
" ® Thiswork I1=1.0
10* b Hige
a ®
10° | * J
hd L]
L=t
10° | B i
o
107 L L 1 L 1
15 2 25 3 35 4 45

Fig. Solubility of NpO,+xH,0O

Ref.1) D. Rai, et al. Radiochim. Acta 42, 35-41(1987).
Ref.2) V. Neck,et al. Radiochim. Acta 89, 439(2001).

400 450 500 550 600 650 700 750 800

Wavelength

Fig. Absorption spectrum of Np
species in the solution at pH_=2.24

13

[Np] (mol/dm?3)

< ' ' x  D.Rai (1987) 1=0.03
o V. Neck (2001) 1=0.1
B ﬂ:‘- —e—Thiswork 1=1.0
X
o
\ . , \ \
15 2 25 3 35 4

Fig. Solubility of NpO,*xH,O

45

Table. Solubility products of Np(IV) hydrous oxide.

Ref. 1 (M) log Ksp
D.Rai(1987) 0.03 -53.3=20.3
0 -545+40.3

V.Neck (2001) 0.1 -54.4=£04
0 -56.4 0.4

This work 1.0 -53.140.3

0 -56.2 +0.3

14

—1(79)
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-46 o
50 | «

e @

log Ky,
T
>
®0

-58 |

R 45

@ +O+XDOODOXOOO

Rai et al. (1987)
Moon (1989)

Osthols et al. (1994)
Neck et al.

Rai (1992)

Yajima et al. (1994)
Rai et al. (1997)
Neck et al.(2001)
Kash (1949)

Perez et al.(1964)
Kim et al. (1989)
Capdevilaet al. (1998)
Rai et al. (1999)
Fujiwara et al. (2003)
This work

62|

[ Th U l}lp F;u

66 L1 1
0.9 0.96 1.02 1.08

1/r? (1/m?)

1.14

1.2

(x1020)

3) XRD

Fig. Comparison of Solubility Products of AnO, xH,O

15
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’fﬂ‘ 1_9) YA IVEBICE T 2 RBIEHEDESHIRR

Progress of Study on Sorption Behavior of Radionuclides in JNC

ek BE, 2 BEW
Akira KITAMURA, Xiaobin XIA

O#E

i LU BE R L L5 DPEREREE 24T D I H T 0, SR O B ITEE 2 52T 5 2
ENRRD LTINS, B GFZEEIRE 2RI L (2000 LR —K) T, V77 LU AFr—R¢E
LT, BokRiETEH /K (FRHP) HIUZH T 2 M HEEREOBITEE 2 3HE L T\ 5, FLAR— MIBWT
%, BEhy U A& L CEACRETIER- TR (SRHP) FIZH T 2 BITHEIHCB W THHETORMEZTT > TV
%75, SRHPD K 9 7R HHRIIA A 3REDEW (K 0.7 M) KIEIKIZH T HIESERE (Ky) OMEEIT#
MEELL 7L, WEEBOEEMER EO-DICHRICKERGT 5 ENEETHL EEZOND, TD
e, ELICEERITRIIOWNT, XU A FBIUOMRESICHT K E NNy TR VEET 5 Z
Ll LT, EBIT, BRI OEEEME EoT- s, HERE- K RIT K TOIEDET AGIZE
THWIE LM LTe, ZD7, IGEA D = A LDORFEIT 2 2O DOKIHFS, IFETiTo> 2 & &Lz,
Rk 15 L, RMRITHEL L TEY 7L (Cs) BLUOELY (Se) #BIRL, EREZIT-o-TW5, ZhE
TIELN TV D EBREROMEZ, LINICHRET 5,

ORY b4 FBLUHIBERICINT 5 Cs DREBRFEHDOBEA 4T OE

AREBRG Ny FIETITo T, HAaskle L, milkoma uakib&E (hEit)) sloves (EikiR
PE (TAEAD)) ZAV, WP bR, kifiZ 380 umBPL FICHHEE L7, AKIREE LTIE, F2 Wm0 £&
OV CRE L ii/K R M K (SRHP) A4 L72IAHE ((Na'1=5.8X10"M, [K']1=1.1X10° MR L& E4) O
I, HERD 7212 0.02~0.7 MONaClds L OKCUKE IR 2 Fv iz, Y 7a v L o BUESRIEE 1.0 g & KE
%20 ml% AL, Cs (L —H—L LTCs-137 2 E4) OHIMIREZK 1X10°ME L TERE LG L, K
WIROpHZ T~9 [ZFHHEE L7=Dh, Ei 2322C) BV THRE 2 2B Lz, 0.5~11 A RE%E, KIEIK
D—EABLI-DE, Cs-137 DREEETETH HBa-137mD 662 keVD y f & Nals v F L—3 a B2 TR
E LTz, AERYL, NyEEROZ7e—7Ry 7 2 (0,<1ppm) HFTIT-72,

AT DRKDFERE, K2 1287, AR TH LKL, # 2 KIRY £ LDz 2% EM (0.05
m’kg!) XV HEWVELE 2257, KdZpHSONaClE & Dk
NN N—TT, KCHEEDRIFEMEN LT

HILBbhD, i, FULAAVHRETHK OB R X oomnacl e oomKer

NE < BRDICONTKMEFT L TWS Z Enbnnd, [ O 01MNacl l  0.7MKCI-2

BROFERN, AT BKTHELN TS, O O07MNaCl W  H2RIYFEH
TN Y LJBA o DA T AR S E 2 B & [ o7mkel

Cs' DI IINa" LV IIK OB LE KEL ZITH LD L% 10" |- A -

ZHN5HM, FEEICHT 2K DB O2EEL BllcHi ~ o O

19725 2 L3 L, R REDE AT D Cs UL I, o 10° C)%ﬁ%QQQ -

EAROA T4 FRKRMGERTH Y, 204 T4 Mkt E

THK LOBFRUS Lo THITE s Lomtnibs. ST X0 -

ABFIE TN T X OV ORI HF TldA 5 102

£ N DIFHER RS 57— 5 BN THED , A TA kD -y ¢ .

B G- e DIGEE T L OB E 3 Leds b, 10 . E% B

A 10T D CsDIE BN DWW TE R ZITo T2, 72 7 8 9 10 11

B, XU FA b (Z=FAVIE) Ik LTI, KCIEE pH

KA D 732 & T NaCHR BERAFED R STV 513D, S et 1= Sy ) - 2

FIC A 4 M TR DK b Ta D, MR s o *iga%g‘w“%”“m“ﬂﬁé Cs @

TR STZRERBELN TN D,

ORY b4 FELUHIBRIZH TS Se DR ERIZREGAE

BITE TR R 7= Cs DU LB & FIRRIZ, FrakiL B RE DORYE I T OVE IR EE DI E 1S5 5 Se DU S 328k 21T
ST KIBHEME S, BIEOCSOER LR TH D, 2771, BILSEMEZHMEET 572012, EIeHl & LT 0.001
M72 L 0.01 MONa,S,0,Z2 M LT\ %, £72, #RERIT 15ml:0.15 g& L, Se-75 & Sel&ik D FJ
Z17X107ME Lz, 1~8 AR, KEKRO—E%Z S LDOL, Se-75 D 136 keVI LT 265keVD y

£7 -1 (81)
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MANalY v F L— 3 URRHIERCTRIE LTz, AFER G, 10
N FEHRD T v —T Ry 7 AR TiTo 72, '
FEERFERO—F%, K 3 (R, AWFZETIIKE R
WAHITHEY, BEHERLOT T 7a3EE HEL TV
505, K3 IRT LI, 7T RE T OEIESe R
E ([Se]) DIMIBEELZ FlEl>TW\WAH I &, X b A

FA D RED[Se] N T T v 7 @B D[Se] & LAl > Ty
HTERE, FEKERET DHITITESTWRY, W
A I NKEREDET 15T — X ~_X—A (JNC-TDB) 2L %
FHE DX, E3K-025 VE DKW TIE[HSe & L
TIEFL, BWEAIESe(er) & LTI T 5 Z L3 P4
ENDHN, K3 OFRIZZOFHEE —FHL TR,
hL—H—REDSeNARY 7o v L BIFIROREIZIL
ELEAREELHLZ 20D, FREZHRETTH D,
B, ERBBEOSeE, N> A F>REZWEA
Lo TND T Ennh, FEXTHICIESe WA 2 i b IR
NETLHIHDEBDbID,

OMRIEDERIZKT 5 Cs DINEEE)

[Se]

108

-0.6

-0.4

-0.2
E, (V)

0.2

3 0.7M NaCUKE T OULE FZBRIC BT 5 R 1F

SeDBALIEITTEN. (By) KAFME

b - WRIEHNIX|Z 51T B AR MEFIA AN AL 13 F 1 MREEH X THERHERL U 7= 005 F280 1 o4 sk
EEIVARILL, HABLOM T ANEREN,
R ZEIt T D 2 R TE DL L Do T2, = AFFZ &G E (m) WE % BatEfa
DL EZT, BIEHX OB A X O FKEH A 108.45~108.80 F B8 HEHRESZ
WSy FIE R AZ MG LTz, R1ITTRT 458 B 266.66~267.00 FEE HREHES
OIS (WT I b itk Rifk% 250 umbL FiZ C 404.65~405.00  #NE B R &
FEE) ZHWT, Ny FUERREZITo 72, TR D 504.70~505.00 N WY B
1, o EARO 7 e—748Ry 7 A (0,<1 ppm)
PFCIT o7z, KK E LTIE, MREICTERRLT 10?
R TR % TTIC AR LA R HE T (SGW) &, Fhi oo b
DIZDITWiA A K (DIW) Z Wz, ZDOSGWIL 3.6 X 10" L 8 R i
107 MONaCI® 1.1X10% MOKCIAR X2 GH LTHY, = g ©
DA AT 041 ThD, CsIER 1.0X10%~1.0x10% G100 L o 5 § A
M, RIS, 50 55 L0V 500 mlg!, 4R & 5 WFIIL 1~265h I SN R
& LT, KB OpHIZ 7T~8 TH o 7=, IB(FCsIEE ([Cs]) }m4— o A
DERITIL, FYEUEE T 7 A~E &L (ICP-MS) % H O ADW @ ASGW o
Y 102 O BDwW N B-SGW » .

° B O cDw @ C-SGW

(CXSY Wy e UL 11ZR”T, SGWEETTo Ll A pDw A Dsew |
KNNE@, DIW& H:’\Tff‘\/‘j 1 *ﬁﬂi< fcﬁo Tb\%) : & ﬁ§j/)7b‘ 10 10-9 10-8 10—7 10—6 10—5 10—4 10-3
Do ZAUL, KA FUIREDERFEEZFF > TnbH Z &Iz [Cs*] (M)
K50 THDEEZLND, BT, ZOHKRMTAKE 1 WREHER - 9 5 CsOEUEEL (Ky)
CE<EEND, KRONHIC L DHBARE N EEZ BN -

5. FTm, PIICSIEENESWERETIE, KMEFLTW5

ZENbMnL, ZOZElE, CsOUWEY A FREAFTIL TWAAREMZ R L TW5S, & 52, DIW, SGWW\
ZBNTYH, T O REEZRE, KadaaREtOREIZO DL TIRIER UEE > TWAH Z ERD
MmbH, ZOZElE, CsOPWEYA FRBAFILTWAAREEEZRL TS, 2095, SAHAODIWHIZET
BHKglE, AAB, C, DIZHAT, H[CSTRIFICBWTEL o TWD, ZDOZ LiX, AAATIZEIT HCsDIL
EEMOOBEF LY HDRNZ L E2REBL TS, ZOIERITH DT IcEEnTnE b0 L FHEEN
B, BUEHESRDT- O D ER MG LT\ 5,

O5%DFTE

PEIZBET 20T NOMRIZEB N TS, Se OFEBRZ IS L < IIMET 5. £72, Np(IV)DIUEFERE T
FELTWD, 51T, AR L OVRAEDINEFEBRIZ O\ TIE, Ra, Ni, Pu50EBR S FE L TW5S, £7-, TRU
FEEM Ly OYERERHI A B E LT, @7 vk Y - fHBBEEIR IS 1T 5 PuIV)DOUUE R b Eiid 5,
HIZ, WERA =X LR, RHDOFFITK T HNEZRZB O TRIOFIEIZONT S, SHBBEZIT> T,
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A= e = VI
=

\1©

*®

Cs, Se
*® Np(V)
&
Pu
*» Cs
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Cs, Se
@& 0.1 M
Kd
4
— Ni, Se(-Il), Cs, Ra, Np(1V), Pu(lll,1V)
-5 15 3
L Cs
14
- Ky PpH, , Ep,

SRHP(I = 0.6 M), 0.02~0.7 M NaCl,

30m! 0.02~0.7 M KCl
pH: 6~10 (NaOH or HCI)
e Na,S,0, ( ):0.01 M Se
[Sel,, = 1.7x107 M, [Cs],, = 1.0x108 M
B—
2 ! ; V1®, ,

lor2 (22+3°C) Cs: 20ml.g?
C B Se: 100 ml.g
(ORP) ]
opHC
oE, (vs.SHE) T g 0.45um .
o[sejor[Cs] 75 Cs-137 vy
(2243°C)
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SRHP
NacCl KCI
( )
! ] 2.0><107
NacCl 5.6=<101 5.8><10* 7 0%101 =
CacCl, 1.4><1072 - - -
2.0><107
- -2 -
KCl 1.1><10 7 05101
NaHCO, - 1.5><102 - -
N850, 103107 1022102 - 10102, 102107
pH 7.8 8.0 - -
0.60 0.64 0.02 0.7 0.02 0.7
‘Se
Cs--Ky
SRHP 0.02M KCl
X 0.02M NaCl ‘ 0.IMKCl (Co_Cf)V
§ 0.1M NaCl B 07MKCI2 Kd e —
0.7M NaCl 2
] o7 KZI v A CfW
ot |- A .
-~ 1 Co: Cs (M)
CRCS o 5N - :
£ 101 -
v %& (M)
102 |- 4 (m3)
103 vl 1 | W (kg)
7 8 9 10 11
pH
# K; NaCl KCI KCI
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Cs

X SRHP A 0.02MKCl X SRHP A 0.02vKCl
0.02MNaCl 4  0.IMKCI 002MNaCl 4  0.IMKCI
0.1M NaCl B o07MKC2 0.1M NaCl B 07MKCl2
0.7MNaCl W 2 07MNaCl W 2
[l o7MKcl 0 o7MKcl
0! |- - 10t -
B 100 | o) %Q& 4 % 100k A
= S ©
IS £ 101 @ Qfg OO
= 10" - XW - =10t ~
2 s 2 Ixx Xsom
1072 - 102 |- -
v B om®
103 1 - 1 103 1 . 1
7 8 9 10 11 7 8 9 10 11
pH pH
Cs Ky Cs Ky
# K, NaCl KCI
-6
10 > T 04—
VAN i A
L 4 02} ®
U I O
Se]. . -
I b . 0_‘ Se(cr)’A A “\§e032'
T 1 >
ﬁ 1)7 — @ AA - \::_02 HZS'eQ___._ ’ A \\
A w e 1 <]
. L pd ]
Pt 04} : %'@ —
5 : A
06L HSe i
108 L L L P EI PR R
-0.6 -0.4 -0.2 0 0.2 2 4 6 . 8 10 12
E, (V) p
pH-E,
0.7 M NaCl Se E, [Se] = 1.7x107 M
® K,
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Cs

108.45 108.80
266.66 267.00
404.65 405.00
504.70 505.00

0O wm >

(DIW)

(SGW; | = 0.41)
pH: 7~8

[Cs];y; = 1.0x108 ~ 1.0x104 M

< 250 um R

(2243°C)

5, 50, 500 ml.g1

(22+3°C)

10
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T T T T * SGW Kd
DIW 1
i 8 R 8 o T - Ky
o o Ao - K* NH,*
2T o . O R 14 cs K,
E 1| *t & -
xu ' - Cs
O ADW @ ASGW
102| O B-DW B B-SGW | g -
O CDw @ C-SGW ® K,
10 /A D-DIW A D-SGW |
10° 10® 107 10°® 10° 10* 10 - A
[Cs*] (M) - A Cs
Cs Ky Cs
11
HDB-3 mg.I2
pH 6.7
ORP 1®/mv.
Na* 6900 Fe 0.19
K* 320 Si 27
Ca?t 220 Cl- 11600
Mg?2* 210 Br- 99
Sr2+ 5.7 NOjy 0.4
Li* 22.0 SO,% 38
Al 0.1 HCO, 2463
NH,* 380 TOC 52
H,S 0.1 TIC 530

12
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YA 7 VBB Z I DILBAIZE ORESRIRIL
{ﬂ‘ 1 - 1 0) (B~ A R OSSR OC, CL IOV T T NaNOs D5 2)
A 7 ARE FAFHFT

TRUFBEEWAYY D225 3\ TEELRC, CL II2oW T, NaNOSfEE T, mpHEAECERE N M A R LUK
SEHPDOTEIERAREL (De) ZHUS L=, ZOfEE, NaNOsEEOHEINNI LT, X2 b A~ CldDe AT HAE ),
BER A CIME 92 A 7 ST,

1. 955 BAY AU CMOXIAEIN Ths ) 53429 2 TRUBEHEEMN L., COFMEZIS Clait)lZe N TR 7 &R
SN T mAB BRI E AN T VAT ALY BN 5 iR A B 3 T S Cnd, TRUBEEEY)
WUNIILL T D L 5 IR OBISRNH Y . ZTNHIZ K > TRIFENDHEELBFTT DVENRH D,

© FHAEE T v A CEA LTFEET O OIET H LTS, R TR A MIF 3 RTREMED S B D
+ C-14, CI-36,1-129 72 X @ HIW |ZIXE FNRV A 5 A L TR | #Hilc/er —2BUSh g L0 b
© BEERFIEH SIVCN DB A U RRMEIOWIRIZ L0 . HF/KANE pH AL S 2 TREMED 8 5
Z D72, TRUBSEEIy OVERERH RS2t CTH HC, CL LizoW T, NaNOsfiE . mpHE&HE TRy R

A N R UMK DOThrough-Diffusioni&Z & 258804 3206 L, FhkidREx (De) ZHUST 25 & & Hiz, NaNOsoME

BOFRENZ AT TR IOV TN,

2. BTE WEHINV M b (=50WVI1) RUBERE (REA) . IWRIINaOHIZ L W pH12.5 [ZFEEL, /]
7 A—54 & L TNaNOslE : 0.01~5mollDSf Tk 21T o7, > M A FORBRIZHOW TR, fEicE /U~y b
A M@20x10mm) Z [ ERFFEH L, ZREKE AR L CEKEEf S 87214, ABRaiRa Nz CREfnS87-, BRa DR
BRIZOWTIL, BCE Y 7/ U®30x10mm $ L < 13x20mm) A3kt /W iR L, Bk 2 20T R Tak S8,
k L—H& L TNaz4COs, Na%Cl, Nal # %0 U Gz Btk L7-t4. AIrE O CRBaR A7) v 7 Ui
D b L—REOHIEZI TV, SON-aRiiR L V Dea k=, Fiz, #&ER7(Formation Factor : FF) D2 V&
2245720, BRI OV TITHDO Th iR 21T 77,

3. fiF B1, 212C0s2, Cl, I®DeDNaNOsiEKF AT, 2 A MIBOTIINaNOsIRED T 51
o TINHDODeNENEYIERT DB R ST, Zhud, NaNOsIEEOBIINIES T, fat AU PERhRaME T
Lzl &Ez i, £, RFRARTanbOBLIZL D | X0 bAoA MDA A UAFA A7 Z A MNaEfERE Y §
PRI 2 RN LTV & 2 B, BRIV TR, NaNOsiEE 2145 12> TCOs2, CL, TD
DeZENZEIUR T D2 R b7z, HDODDe b T 2EHANRHD Z Lnb, ZOFKD—>E LT, §HK
HORTERTER) DR 1 2 ST,

10_10""l""l""l"“I""I"" TTTTrTTT T T T T T
i & -10
o ] 10776 1
9 O ]
%) | | w & X
NE O c:‘g, i
o10ML O J o O
8 55 Qqo™ i @ |
O CcO 2- O I m
* 3
O co?r Ocr ©rf O or X HDO Q
1012<l>| PR SN (T S S T NN |3I PR S T TN N S T S N N SR 10-12 e T T T b b
0 1 2 3 4 5 6 0 1 2 3 4 5 6
NaNO, concentration [mol/l] NaNO, concentration [mol/]]
1  De®NaNOsiEAKAFME (X2 hFA F) 2 De®DNaNOsREEAE (BEKA)
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[ C,Cl I }
NaNO,
MOX
TRU TRU *
S .
TRU
<
*TRU (o} 1GBqg/t
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TRU

14C, 36C|, 129]

NaNO, pH -
CO,7,
Ch, I
(1) COg*, CI, I
(De)
NaNO,
(2)

|

|

1]

e

E'E<

)
NaNO

[ NaNO,

K

=,

ﬁﬁ‘

(50ml) SN

2

*
’ (0.01~5mol/l) @20x10mm
)

[ ]

:1mm)

(430 x 200r10mm)
|
&/ 5 |
(150(?0rl) (1508 Or|)
m m
—— T

—1(91)




JNC TJ 8420 2003-002

Through-diffusion

V1
0, 30, 50wt%
1.6Mg/m?
NaNO, (0.01, 0.1, 0.5, 1, 5mol/l)
Nal, Nas3¢Cl, Na, CO,; HDO**
pH 12.5
I, HDO CI,C N,
I ICP-AES
CI,C 711
(XY}
o000
o000
eo0o0
De NaNO, oo
1010 | | | | (De) NaNO,
. *
_ s . N
N\ .
élo»ll . i
[0}
[a)]
° co” B ey
10 L . I L .
0 1 2 3 4 5 6
NaNO3 concentration [moI/dmg] @
De NaNO,
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1 eoes
o000
eo00

X :0
(© {
0.7 . ; T
a= pKd (De=axDa) f
0.6 ]
£4 P Kd é
05 [ ]
CO;% CI 1
o 3 5 04 £ (0.40) 3
>
Kd oml/g .
a s 0, /x [ -
o\1 o
® o> M o ]
a & <‘:/)/3 co, o |
O 3 4 5 6
Q NaNO3 concentration [mol/l]
cl I o NaNO,
o000
o000
o000
eo00
(CL, 1) -4
0.5 T T T T T {7
£ (0.40)
0.4
3L ] 0.24)*
8 . ‘ / | |
0.2 [ ® A
& = a
o.1-§ ]
! Hc ¢ Q
R R S SR
NaNO3 concentration [mol/l] Cl- I
o NaNO,
Ref.1 Kozaki, T..etal,
Journal of Contaminant Hydrology, 47(2-4), 159-170(2001).
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o000
o000
o000
eo0o0
CO.~ oo
o ERSRSann=: — COs* o g
0.5 3 Q
£ (0.40)
3 0.4 1 COSZ_
03[ ]
0.2 L 2 : Q
<]
0.1 [ ] Coaz- ] cr * N Vl
00 i 2I 3I ;1 5I 6 Coqz.
NaNO_ concentration [mol/] =
(® ¢ NaNO3 CaC03 — Ca?t CO32'
De NaNO,
: : : CO,%, CI, I- De
100 10-11~1012 m2/s
? HDO>I'>CI'>CO32-
@ i . L
= s ~
0 @ ¢ NaNO, COozZ,
. Cl.I- De
®coft *i * HDO De
®
LIS ® HDO
0 1 2 3 4 5 5
NaNO, (mol/l) COz%,CI, I De
(EF)
De NaN03 \_ )
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FF_NaNO,
0.1 N
(Formation Factor)
De = FF D,
* ® DO
LL
LL0.01 *
HDO
®cor ¢ ] NaNO,
m ® HDO FF_
0:001 1 2 3 4 5 6
—> COz.ClL. I- De
NaNO, (mol/) FFE
FF__NaNO,
NaNO, pH COz%, CI, I
De
4 N
NaNO, De
=
Cl 1
CO,?
- /
4 N
NaNO, De
—> NaNO, FF
- /
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YIS 5 B EEH RUE BT HR B D
£+ 1-11) MBS AR COERRERS .
BITETILOSELRICET A

P AT NAEKE () RSP

Haruo SATO
1. #&
TR PEBEZEY) O M@ AL 53 2 361 B AR Tl AR E M I OV A HR DR SoA A OYEBIRA TR OFRIIL,
WS H D HRIC R & 72 B % T T 2D HEETHHERIFHC, B2 FRIORE R _EIo7kenns, &
FL, FREM L O A~ N7 AR OIEBBATIRRDOY D | FRZ, BITREESCEE S im COF B/EMICE B LT
FeaHED THY, ZOIBLEAITONTIL, ZAUBEEARZ G E LTI T AT = X LD Z D T D,
AR TlE, BB K OVE A~ N7 AR OEREIEBOSA TR Z B 324812 D\ T, L E TITAELIVIZ G R
OEL BRI BT HERRPLUZ SN TR T 5,

2. REMPOKELRBTBRECEATLIHNR

TR DA T D Na BN A N, & —ME&EZFFORE TIEM DA XA (FEYR AN fEER (E
JEIR) JORERRS AT ED D FFED T R DIEMEER I T DL R R 15 i (B 05 1) 2340 B0 R B i |
FEWN IR B T RFE IS A RIS T RIREME N B D, DT EDD, [EME S A R OEL A RFHEIZ DUV CH
R, ZORER AATZANE B RO BN A NE, JERE T AN U CEA 7 RS k723 ) - 58k 13
BB L SRS, ZOMEANE, RN A NE DN 5 LB E 272 D E N o T,

WIZ, ZOFEFUZHANT, NIF T A (HTO) L OVEK (HDO) IZLDIER IR ZAT o722 A, Blm  m & PATIC
PR SBT3 5 OIREERER O 5 A3 B IH) 5 AR U CE A ISR S B 7 5 J0b K& BGERH DL,
ORI N A NEENINT HERELRY, B BMBEOBI G REL —&K LT, £2, L O b3
X —IZHHBEAKPIVGLE B THY, MBEAKOREILA RKSIZR2D /REMENE X LT,

SIHIT, B ORBERFTT 5720 1 LCs A A NI T HIEHUR I ETE AL =L — D B 5 e M A5
JE DRI OWTH T, BUE, BRI ThHD, BURBON TV AR RA LD DL T A4, KA
58 ([NaCl]=0.01M) TI, LA J7 I ~OJEBAREL D J57 A3EL A 7 T3 L CELA 7 M L0 KEVMERTHY , HTO
SLCHDODAE &b —E LTz, — 5 A4 58 23K FR L D[NaCl]=0.51MIZ 725 & SRR AR AT L CHERER 2K
DR ER D2 IEM b= — 13 H K IO R BEOINIE->T ER 3528, Fio, E8iRE s
[EARRIZ, PR ), A REE | 85 B IR A L T DN B e o 7e, AU, 5 OA A U 3R EE O AU > TRHE
FRAEE N L YEBFEDA A EAFIAKAF L TRATIRIE DN B2 DT | A4 U 58 E DO ZAUIZ LD IBR/K DT &
b4l EMEENSOFBIRENE LTI ICIDLDEEZLND,

3. BAYMIRPOREBIEBBTREICETHHR

BANKET DIEBIRIT — 2 R —AEHA LI L 2 A RS | R ESR A A3 27 — 20/ i RbAL
BIENTI T, ZHDZEEE R LT AEAREBIEL TSI CW D AR a2 R LT E Lz, £
T A OB AR OB E K& O I B & OBLZE ATV BRSO AL A6 | B A A s B L%
R 5L IR R E VBEBR THDLZENS D o7, ZORE BT HEASN T, B A HE TOFENFE A
HOET NERFIL, MR CORT v /L340 SO E A | SRR A a3 AT 5T VAR T 5430,
WA OCs L1 A AL OYLEARE O T RIfEHT I8 A L7,

WIZ, Cs' &1 A A NTxE T DIn-diffusioni BN LAILHILERAA TV LB T IR COBIEIC T T A A L iREEL
o — R BE DA T~ T, TORER., Cs' A2 D RANT DIEEARI (Da) LB R B LA AL T O 2 XX
EAEZFRNE DD | N — I EE DA R 2 T T, 2D ELIEEAREL (De) LU AR E (Kd) A
TR DR BELRVZTIRNEB 2 DL, ZOMMIE, 7 /MZED TR ROMEmEL —H L7,

Fio, AREIEICEY BITRIE L2258 A R ORIBRK OB R 2 E RN L . S5 C o RIBRK DFTE
RABLFEAER TN D OB A RAEH LT, Zhud, BRI DO EIEEBICLLLHEEINLI LR, AT
IRV RO T R R MM E DR BRI D AT AE R LB LS — BT D2 LRSS,

BT, Ny FIEEYEEER COKAD REEE BRI OWTHRET LT, Sy FIEICEDINE EirAECs LT A4
RLTEHTO, TR ETICHE SN COD AR E ICKT T D Kd=e ERR OYEE BRSO KdE LRt L, BB K S,
R —PHRE LM LR EfEE S EDIE T, M GENDEONDKAT—E LTz, AT, BUE, Cs'El A4 12
R DB ILE IR E Lt T, ZOEBRNSELNDDa, De, KA\ZZIVET VORFEEITHIED, TR ETIE
OITAERI D FEERNED T —Z LG FTL 7Sy FIESILHIE M COKADEES IOV THRETT 2,

i
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100um

HTO HDO
HDO Cs* |
= Cs* |
- De
- Kd Cs* |
- Cs* |
SEM 1.6Mg/m3)
Vi F Vi
F
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HTO

K-V1/axial: This work

K-V1/axial: Sato et al.1994
K-V1/axial: Kato et al.1997
K-V1/perper lar: This work
K-F/axial: This work

K-F/axial: PNC 1991
K-F/perpendicular: This work
Smectite/axial (HD0): Suzuki et al.2002

> > <4OCH O

HDO De

K-VL/axial: This work

Sato et al.1994

Kato et al.1997
K-VL/perpendicular: This work
K-F/axial: This work

K-F/axial: PNC 1991
K-F/perpendicular: This work
Stectite/axial (HD0): Suzuki et al.2002

> > e <4OCH O

10°° Smectite/perpendicular(HD0): Suzuki et al.2002 107° Smectite/perpendicular(HD0): Suzuki et al.2002
O
A
=
o é '
> va ‘e > vag AL
107 v ‘ 1 . 0710 v EE‘ 1 -
& &
2 2
1078 | T 1071 | | T
0 0.5 1 1.5 2 2.5 0 0.5 1 1.5 2 2.5
[Mg/m*] [Mg/m*]
HDO De
HDO De Arrhenius
O 09P
1.0E-09 35.0
© 09N O 09P
0135P I @ 09N
135N 30.0 01.35P
o | 1.35N
S 250 T
1.0E-10 3 200
N ] g 1
a @
£ 150
E
g
10.0
10E-11 50
0.0029 00030 00031 0.0032 0.0033 0.0034
T 71/K 0.0
0 05 1 15 2
Dry density /Mg/m3
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I Da
Da /25 Da /40
1OE—08 £ T T = 1 1.0E-08 F T T T 1
F 0 /[NaCJ]0.0lM F ¢} /[NaC]0.01M
i ° /[NaClj0.51M i ° /[NaClj0.51M
I O /[NaCl]0.01M i O /[NaCl]0.01M
m /[NaCl]0.51M B /[NaClj0.51M
n 1.0E-09 E 1.0E-09 E
i § X §
S [ £ [
< F < F
8 ' % 8 ' Qﬁ [l
1.0E-10 1.0E-10 F []
: O : O
i O i O
10E-11 e Ll 10E-11 b b b 0
0.0 05 1.0 15 2.0 0.0 0.5 1.0 15 2.0
Dry density /Mg/m® Dry density /Mg/m°
Cs*
Cs No.1 Cs No.4 Cs No.5
1.0E+06 1.0E408 1.0E+06
toeos M g 108407 1.0E+05 [y
o =]
E Hu S kS i
2 | E ElEgnm ®
s u : S hLIEE -
§1.05+04 t ™ '§1.ome ﬁ 7 1.08004 ll.
5 214h E 268h 8 188h
1.06403 —— pH=7.48 108405 [—— pH=7.70 1.0E+03 [— pH=7.79
[NaCIl]=0.01M [NaCIl]=0.01M [NaCl]=0.51M
[Cs*]=7.5E-5M [Cs*]=1.5E-2M [Cs*]=7.5E-5M
1.0E+02 ‘ ‘ ‘ ‘ 1.0E+04 . . L ‘ 1.0E+02 ‘ ‘ ‘ ‘
0 2 4 6 8 10 12 0 2 4 6 8 10 12 0 2 4 6 8 10
Distance/mm Distance/mn Distance/mm
= Da
- Kd De
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Water content /%

5.0
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Water content /%
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Kd
Cst Kd

10000 0 [NaCl]=0.01M/Batch 10000 © [NaCl]=001/051M/Batch
® [NaCl]=0.51M/Batch O [NaClJ=001/051M/Diffusion
O [NaCl]=0.01M/Diffusion [T —  (NaCl<001/051M/Batch)
B [NaCl]=0.51M/Diffusion
100.0 100.0 Y
T A\l
e
2 o
> >
E g
< 100 S 100 =}
= ! 4‘ 2 ry—_!; Y
LIS g
e I T
10 ! 10 H
I
01

01
10E-07 1.0E-06 10E-05 1.0E-04 10E-03 10E-02 10E-01 10E+00 10E-07 10E-06 10E-05 10E-04 10E-03 10E-02 10E-01 10E+00
Equilibrium concentration /M Equilibrium concentration /M

HTO HDO De
- HDO De

De

Kd
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2004.1.6-7

WS

2004.1.6-7

WS
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2004.1.6-7 WS
O Np(1V), Cs
|
O
O
O Np(I1V)
|
O
O
O
2004.1.6-7 WS
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0 COLFRAC
]

O CRR
|

0 CFM
u

2004.1.6-7

WS

2004.1.6-7

WS
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(BENTFLOW)

2004.1.6-7

WS

2004.1.6-7

WS
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2004.1.6-7

2004.1.6-7
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e Cs

°® kinetics
» COLFRAC

o

e Np(IV)

kinetics
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30mL

NaCl 3>10“*mol/L
F
0.9g/L
Cs 10+ 10°mol/L 11
1 0.5 kBg/mL

\'%
2

2004.1.6-7

2mL UF
(MWCO 10,000)
5.2mL

UF
(MWCO 10,000)

2004.1.6-7
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=
E > o Na: 7.0><10%(V1, 2g/L)
& ol <& ]
% 10 ® ¢ 6 8.4><10%( )
E ) © mol/L
T L @ Kunipia F colloid. 0.9 g/L in 3x10 "M NaCl e}
x O Kunigel V1, 2 g/L in DSW »K,Mg,Ca D.L

< Kunigel V1, 20 g/L in DSW

10—2 | i i i i L L L
107 107 10° 107 1072
[CS]eq /Mol L

s e Kd Cs

- 1d Kunigel V1 : 30d e 17 26 md3kg
Kunipia F : 100%, Kunigel V1 : 46% o1 21

1) , No. 91, pp. 71-89(1994).
JNC-SDB

2004.1.6-7

F, V1
: 3%<104, 3102 mol/L NaCl
129/l
1

0.8um

e |ICP-AES Al, Si

2004.1.6-7
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NacCl
ac Al(mol/L) Si(mol/L) Al/Si
(mol/L)
(3.5+0.3) <103 | (8.6+1.0) <10 | 0.41+0.06
F
(2.8+0.4) <103 | (7.040.9) <102 | 0.4120.08
1

(4.140.6) >10* | (1.140.1) =103 | 0.39=-0.08
v
3%103 | (2.921.4) <104 | (7.924:3.6) <10+ | 0.38=0.25

E; 35(Al; 57M00 33)S1,0,0(OH), - Al/Si =0.418

2004.1.6-7

Al (3.5%0.3) <103 0.81+0.07

Si (8.6+1.0) <103 0.81+0.09

Si | (4.420.6) <103 0.410.05
Al | (4.120.1) <103 0.94-0.03
Si

(9.7%0.2) <103 0.9120.02

(2.040.3) ><1073 0.47+0.07

2004.1.6-7
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B =10nm
s B 10-200nm
0 200-450nm
V1, 3%10 M [ 450-800nm

V1, 3x<10 M

3
F,3><10 M

-4
F,3<10 M

100 150
Si concentration / mg Lt

2004.1.6-7

2004.1.6-7
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2004.1.6-7

Cs

M. Nakano et al., Appl. Clay Sci., 23(2003)15-23

e Cs
O hexagonal cavity

e EXAFS
e MD

-

2004.1.6-7
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Kd (ml/g)

FEBEX

CRR Experiment, NTB 03-02 (Draft)

25000 =

15000

10000

5000

(2" DES.)
W 1day
A 1week VY.
@ 2weeks Lo
W 5weeks

8 weeks

First DESORPTION

- (3"and 4" DES))

T T T T T
-120  -100 -80 -60 -40 -20 0 20 40
SORPTION

DESORPTION

Time (days)

eKd =17 26 m3kg, Cs

Cs

° Kd

e 450nm

—2 (14)
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kinetics
kinetics

V1

2004.1.6-7
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2-3

() Np(_)

Np Np( )
Np( ) Np( ). Np( )
Np(_ )
Np( )

V1

—2(16)
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Na*

pH

V1

F

3><10"“*mol/I 3><10-3mol/I

400 1400mg/!
Np( )
8><10-5mol/I
6,8, 10

60rpm
0, 1% N,
(o

V1 F
(Na,Cay ), a(Al; 57M0y 25)Si1,010(OH), 46 49 98.99
sio, 29 38 <1
NaAISi,0, CaAl,Si,0, 27 26
Ca(Co,) 20 28 <1
CaMg(CO,), 30 35
NaAISi,0, H,0 05 07
Fes, 05 07

031 034
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250

I 0.59 3x<104 3><1O-3m0I|/I NaCl
| pH

" JdEE
1.

Na* H Z
(mol/1) P (mg/1) (mV) (um)
pH6 4075 -35.7 0.499
V1 pH8 469.0 -374 0.416

3x<10+4

pH10 429.2 -39.1 0.464
F pH8 1403.9 -37.0 0.419
pH6 -34.1 0.571
3><10-3 V1 pH8 511.2 -35.8 0.470
pH10 557.2 -34.7 0.519

—2(18)
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| 15mi | [ Np (100kBg/ml,__0.016mol/) 10y
I

|
|pH  (pH6, 8 10) [+—— NaOH, HCI

(Np  8>10-smol/l) |

(2000) |, é
pH, ORP

| UF(MWC010,000) |

= JEE
(m3/kq)

2. Np(_)
1.0E+01
A V1-pH6
o V1-pH8
° F-pH8
1.0E+00 o V1-pH10
& :
g é - e
@

Kd(m*/kg)

o $ge
1.0E-01 z i EP ? P CE

1.0E-02

1.0E-03

Na* 3><10-*mol/I Kd

—2(19)
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" J
3. Np(_) (m3/kg)
Na* 3>10*mol/I Nat 3>10-3mol/I
V1 V1 F V1 V1 V1
pH6 pH8 pH8 pH10 pH8 pH10
0 8.75><1072 | 292>101 | 3.22>101 | 293101
1 2.90><101 | 1.13>101 | 4.00><101 | 355101
2 6.30><102 | 1.01>10"1 | 3.12>10"1 | 1.54><101
6 1.25>101 | 295>101 | 1.02><101
9 4.02><101 | 274><101 | 8.12>102
12 2.08>101 | 282>101 | 1.88><101
15 537>102 | 286>101 | 8.16><102 1.48><1072
19 1.11><101 | 3.27><101 | 4.30><101
23 257><101 | 3.07><10! | 157><101
30 2.94><103
33 7.23><102 | 3.03><10! | 3.68><101
<1 0.1740.11 | 0.31+0.04 | 0.22+0.13 <1 <1
" J
Na* pH Np( )
Nat  3>10-*mol/l, H8 Np
(m3/kg) F 03 Vi 0.2
1
F V1
pH Kd
Np( ) Np( )

—2 (20)




JNC TJ 8420 2003-002

JNC
2004/01 /07

2-4

BRUSET ORERITICREI IO\ OERERSEREORE
— KB RERRT —

BAE, ZARER, M=, THE=S, TR

MY/ TR S 1 I . 75 uiiit

JNC
> BREE B

RO OA-FIELISES. BREOBITE L OBEEdE Y.
O0-TF ORBITHFMN - THEES NS EDREES N5,

=i

PRSI BESEI OB 27 L DR MERE T 20, SR TERE
OEENEI0F OR BB ET SR HERO—DTH 3,

&

@ NC2IER L E ST O
B -0 -1F —SEE O S RERETT )LICE 25T

B
@ TFIE T
Er L EEEEEEALT,
() -0k, BiE - sBONETEE
(2) J04FHF FTOREOCERPDIZITHER
T BIEOEITH IS A 2N ERICEEOEE oL TR
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JNC
P =B (1) - IEHE
O g —anrK DiEE-=6 \K\
*:ryjuy% A0S
250ml 280l
o — |iziE T — |
o U
éz- EJ..:}" o4 .@;5:/— EhE
K
fRA =18
- ¥ (MACO; 100000 v
HEREST FOOAFICRE RS ZERE O
CP-NE) DiEFEEDTEE ICP—s)
— EEsEd
1) 158 Gt 7621077 mol/L {100 pph—-Cs, C=CI{EH)
20 A04F: Nub A (FZETE)EHEE N = 001 gL
D B I EEPIiEa 25 (FHE: 425~710 4m, BET: 0128 mZ/g
4 FEE L FRAEERE RS T, =8)
3
JNC

P 28O BT

dacm

.

: I ; Fa=a N
L7 g m B ST = 0.05¢cm
md IFbSwT  TEEREE
— MBSt
1@

1) i5FED A 0t 268 X1077 mol/L (100 ppb—Cs, CsCl {ERA)
iy anAE@ar: NURFAOZE TR BRI = 001 g/L
iy #%5% + 301

2 E&ES: §X5X005 em

3 5FE: 5 em/ihr
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JNC
P B2 -EAE
BREONE G ORERE: 8
T e SO0« FERIIRMN AL EER
(5 ~PEExC=5)  c misromiEas
~& 7 g anAF ElI ANA0 BED S ERE
. Fitted data from Eg
Bl N {8 =50X10% day ")
B oy % T o
?10‘0 OlExperinental data; & 100 @ ?1 g & Experimertal daiaa/; o s ?
55_ 56 ® Bxperimental data; § | a1 ; ‘(b_ B ® Experimental djta;.S' Ly fb_
><‘ il 9 ><‘ £ i ><‘
E 6.0 160 2 E 60 e 1 60 E
£ 1 £ z & o 1=
240 4 40 E 240 b 440 B
= i g = Kd =1.5X102 mivke 2
T 20 ¢ O 1 20 § T 204 4 20 §
e Kd =31 X100 midme ] g g =1
Sppa it g B 8 one— a5
00 50 100 3 0o 50 100
Time, day Time, day
) cst - TembliEs @) Cgt - b aOAr
5
JNC
P B2 -BITHE
12 =k
[ BAZIEE CONAFDOZB
1O | £ Cexik 7-—?57
- L @ “UbE a0V Bk i
Q ag | W Cs Vb FAEInAFRER J
{3 4
Oap k X pim
206 o ﬁh
ozl ¢ o |
5 04t SR L BRADE
0z
OO Al TR . | ]
1071 100 101 102 109
effluent volume, mi
B BdES L Uan/FOETAROER

—2(23)



JNC TJ 8420 2003-002

- JNC
B 5 ILERHT (COLFRAC: Tharaki and Sudicky, 1995)"
; =E E P S i @ BE OO FIoRELICEER 5,
0¥ = as, 9%, & _ a9, a
Q),,, . ) 25[—+QM?-§D;&?+155&—§R@,_% +lqm5'm]=ﬂ
—'t s @30._" g BEPOIOAFEE, D, 0 F ORI
2 P>
i, BC, @, 3 Eb[l—“lld»’i} -2 Repes, —?tqmsm}ﬂ
2b[—f+vf—f——eDf—f+xcf+—Rc _SM] ba b ar
& a A a g " et
5 5 Ag, %5@]‘[?:1:11{%@74»#“[/—*/5/,
; 3(5 SN qﬂ] -0 5, BEMOOA K| Bl R E BRI OiiER
Pasamy 2
25 GBUIR, v T, 6 IR, D WEODRIRE,  Br g rie, -5y
Ay HHETH, Ry, BEMEOOFICRELiEE, X
Ry BEKRMEICIRELIIZIER, e 3 =B (EdxCp =8y WEORISEEEE
Repy SIBSTO0AFITNBLIIEE, 2
g, WEORHTH OOV HUERTE  Ba_p zave, -5
Lfe a o "
@ a3 | WS UTEER 5, & BHFEICH T RNED RIGEE R,
zb[l 3%y il 3 ]_ & BRENcOd A F &DURED R IGEE TR,
S A Sy —Rp,_y |=0 o : 4
bar b g 47w A, BFEanq SISO RInEE R
Ref.1) M. Ibaraki et al. Water Resources Research, 31, pp.2945-2969(1995). 7
JNC
P RAFER ()
1.2 1.2
O EEEFR O ERBER
1 0b -~ wFEE 1 0f — @R
S 3 3
= 0.8r g = 08t
&) : O
ol ! ] !
B 06 Jﬁ B 06
S 04 & ¢ 04f
3 3 :
02t g 02t
OO ol g |||||||IE| D«—Fﬁ. Ll OO R RTTT IIIIlU‘EI = TR ERIT
1070 100 10t 102 108 1070 100 100 102 108
effluent volume, mil effluent volume, ml

(@ CoBHFTAMOUE: TR E T b e BNEROINE: RERTESELIRIT

H csHAOET (TR R BITRERO THR
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JNC
P> RAFEER (2)
1.2 1.2
B ERER m ERER
1 o - meEE 10 =-— BifER
8 s 8 — BRI R (a0 4F'6ié1§1§51’5 EE)
= 08 =~ 08 |
] ,- [ g
o £ S oum e}
= 06 — 5 06 |
¢ 04f :.-" - o 04r
8 . 8
Q2F 02r
.'-I n
107 108 1ot 102 108 1070 109 1ot 102 109
effluent volume, mil effluent volume, ml

(a) Ce-OO-TFOURE: TR (CEDERT (b Ce-OO-(FONE  EEREBE LR

B Cs <o han-(FHEROBETICRE T oERER BT R o g

JNC
> T

@ =ML/ RITHEBOERH T T, Cs+OBHFORITS, ~kFh00
AF O RFTIBEICETIARIREL TRRITT 22 4L O fEkm
BITEHEL TRES NS EN ROz, 122L, £ @001 HFRT
DCs+DABTIE, AU FHOO-FBECBITESCHETNIE, BITE
IENRHEND,

@ IO FHHET IROIERITEAMTT 28> Td, BB - 20D
R e TFiEsm, W m CIR O L U RS ASLELY, E7Dt
AELTEE meBRET 2 EOwBM TSN,

@ =50 BRI TIO RHEBINAIE Ly JO-TR(CRELIRIEE
BIUNICBFIENFboh, TNICLIBIEOHSEEREDENTIND.

® L7oh-T, J0-F OFREEE BRI TR TS LOERICHT-
T, & ARTR - OO0 ORERICORIGEE, HLUT0-1F D583
REBEEITIENBEETHILEZOND,

10
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2004.1.6-7

pH

Np
kinetics

2004.1.6-7
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* Np(IV) (HA)

kinetics

2004.1.6-7

Np concentration : 1.14x10-3, 1.14x10° mol/L

HA concentration : 0, 1, 5, 50, 100, 500, 1,000 mg/L
NaClO, : 0.1 mol/L

Na,S,0, : 0.05 mol/L (Eh -300mV)

pH : 8 (adjusted by NaOH, NaClO,)

Shaking duration: 7 357 d

Ultra-Filtration (MWCO : 10,000)

Solvent Extraction (0.5mol/L TTA in xylene)
Mixing, Centrifugation

Inorganic phase Organic phase
Back Extraction (conc HNO,)

aspectrometry 2004.1.6-7

—2(27)
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(1) HA

_4 —4
10 — T 10 T u E]
[Np] : 1.14x10™ mol/L [Np] : 1.14x10" mol/L
O [NpJiot O [Npiot
o {mg%inorg g %“p%inorg
L - ] L
closed : below D.L. c|osedp: greglow D.L. e
7 & 1
L a 8) -
o o
E 1078 E 107° 2;
&] ° £
5 [ "
A A . ] LN
10_8 L L 10—8 L L
10° 10" 10° 10° 10° 10" 10° 10°
[HA] / mg L [HA] / mg L*

Np(V)? Np(IV)-HA

2004.1.6-7

[Np]:1.14x10-*mol/L

.
o

]
=
<

<
>

=
(%2}
c
5}

2

=

700
Wave length / nm

Np(V)
Np(IV)-HA TTA-

2004.1.6-7
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Np concentration : 1.08x10> mol/L

HA concentration : 0, 5, 50, 100, 500 mg/L
NaClO, : 0.1 mol/L

Na,S,0, : 0.05 mol/L (Eh -300mV)

pH : 8 (adjusted by NaOH, NaClO,)
Shaking duration: 7 156 d

Ultra-Filtration (MWCO : 3,000, 10,000, 50,000) 0.1 mol/L. HNO
g 3

Solvent Extraction (0.5mol/L TTA in xylene)
Mixing, Centrifugation

Inorganic phase Organic phase
Back Extraction (conc HNO,)

Liquid scintillation 2004.1.6-7

a)HA=Omg/L
L 107k 1
I_I i 1 1 1 1 1 1 1 .
S i d)HA=100mg/L
~ 10_ :CO A—o —AO— O cg
c L
% 10_6§_ I SO I EEE
g 107 1
1 1 1 1 ] % 1 1 1 1 1 1 1
40 Ts_ao /1dzo 60 S " 9HA=500mg/L
ime B
IR — S
- - 10‘6.-AA— T ———A
kinetics B:
10°F 3
Np (HA <5mg/L) 3 ]
Np (HA > 50 mg/L) 0O 40 80 120 160
Time/d

—2(29)



JNC TJ 8420 2003-002

Recovery

o
&)

- © :HA=0
1: HA=5 mg/L

- :HA=50 mg/L

: HA=100 mg/L

: HA=500 mg/L

HA=5mg/L
HA>50mg/L
0.2

HA=500mg/L

i oH

80
Time/d

0 1
0 40

120 160

Y

2004.1.6-7

0O 10kD-50kD
@ 3kD-10kD
O <3kD

3,000
(Aldrich HA
3,000

50 100
HA concentration / (mg/L)

4,000 20,000)

- ICP-MS

2004.1.6-7
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-1

a)HA=5mg/L

Np concentration / mol L

¢)HA=500mg/L

C)HA=500mg/L

80

120

0 40
Time/d Time/d
1)MWCO 50,000 2)MWCO 10,000

160 40 80 120 160

2004.1.6-7

O Total Np
[ & Extracted Np

O Non-extracted Np

D.L.(5.13x107%) 73

Np concentration / mol L

HA=0
HA>50mg/L
Np

10* 10

HA concentration / mg L™

Np<D.L. - HA=5mg/L Np
10°mol/L  Np

2

1

2004.1.6-7
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10* 10° |, 10
HA concentration / mg L

0

10 .

HA

2004.1.6-7

(1) Np

Np
= Np(1V) (NpO,(am))
— Np(1V) pH

Np
— Np(V)
— HA
— Np(1V)-
Np
— Np(1V)-HA pH

2004.1.6-7
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(2) Kinetics

e Np (HA<5 mg/L)
— NpO,(am) Kinetics
Np (HA>50 mg/L)
— Np(IV)-FA ~ Np(IV)-HA
* Np (HA>50 mg/L)
— Np(IV)-HA
- HA

— Np(1V)
kinetics

2004.1.6-7

— HA=5mg/L Np il
— HA>50mg/L  10°mol/L Np
Kinetics
— NpO,(am) Kinetics Np(1V)
HA Kinetics
= pH

* HA

- >10,000 Np 40% <10,000
Np 60%

2004.1.6-7
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5 50mg/L
HA \s)

3,000 Np (ICP-MS)
kinetics

. HA
e HA
- GPC HA
— FA Np(IV)-FA

2004.1.6-7
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COLFRAC

2004.1.6-7
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CRR

@ Colloid and-Radionuclide Retardation
(GTS)
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Grimsel Tast Site

Location : Grimsel Pass (Canton Bet
Elevation : 1730 m asl
Owerburden : 450 m

Caonstructed : 1583

FEBEX Project “.__

Alkallinity |4.5e-4
2.9e-4

roo;

mol /
61e5 /)
61e5 )
L1604
387
1009
454
294
42e5
135
_
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GTS Shear zone
[ Granodiorite | Mylonite | Fault gouge |
Quartz 23 17

K-feldspar
Biofite
Chilorite
Muscovite
Epidote
Titanite
Rutile

1

imenite I
N

Orthite
Clay minerals

Shear zone

® Granodiorite Mylonite

@ heavily brecciated shear zone
o1 30cm
o1 6 channel
e0.1 4mm channel
° mylonite ( 0.1-0.4%)
e granodiorite ( 0.5-2%)
e Channel fault gouge ( 10-40%)
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FEBEX

e smectite : 93+2 %

e quartz, plagioclase, cristobalite, potassic
feldspar, calcite, trydimite

e CEC : 102244 meq/100g

e Ca?t: 29%, Mg?* : 31%, Na* : 29%, K* : 3%

—2(39)
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FEBEX

@ FEBEX
15,000

402 mV
: 175 mg/L
: 235490 nm
: 70 nm

Water flow

Water retained at the interface

O

Dynamic Quasi - static

@38><150mm
0.17-0.48 mL/d
200-300nm

200mg/L,

Si, Al, Mg, Ca, Fe K& 4-8 mg/L
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1400 . 1400
—=—5010" M)
- —0—6910°M[ . P
£ 1200 —A—1510% M E 1200 4 o2 S O . pH=2
< 1110 M = PN & OQ x 5
o) . e 10°M O . o7 o
g 1000+ ety P g Sty 2 1000
i '+ |

g A 8
o + ™ 10 ml suspension + 10 l CaCl 2 ‘ A H=5
g eooqf Hepenst ! : A o] § 80 AasaasboaahA, f pnaE pH =
@ + A A A p D BTN o |
< AP E |
=l AL o
S 600+ Y = 600 |
S W % pH=6
> i 10 ml suspension + 20 ul NaCIO, c
i a00d N oo g D—D/D~D7D/D/D7D7D7D7DQD; lﬂ
< oooooooogooooototof s a] S 4004 o g-0-0-0-0-0-07 pH =
2 e e btk I -3 e i A

[lﬂ T pH=8

2007 ' Y Y T Y 200 T T T T T T T T
0 0 B 30 40 50 60 0 5 10 15 20 25 3 3 40 45
Time (min) Time (min)

Na 10-3mol/L

Distilled water

3 Febex Kunigel V1

10

I Il Kunigel V1
O | Si

(BN
o

O
Febex + AGGW (pH 9.4)
10 200mg/L

[E=Y
o
(=

£ closed : Kunigel V1 + NaCl
- open : Febex + NaClO,

[ c@:pH6 ] ‘
L A :pHS8 ]

Cmm:pH9

7
-
o
1S
~
D)
=
S
)
g
o
IS)
(@)

-3 —2 -1

10 10 10
Initial ionic strength / M
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/
10-3 mol/LL

V1 Si
FEBEX

20mg/L

Cs;, U(VID)

(g/mL)
: 1/435
, (FFM) : 1/4
o (1-29) :5 10/40
e GGW ,pH9.1 9.3, Eh -300mV

—2 (42)



JNC TJ 8420 2003-002

108/ 1le-7M

12000
10000 4
8000
c
E 6000
1
X
4000 +
No kinetics
o 4 6 8 10 12
Time (weeks)
500
= Granite
400
No kinetics
300
g
E
T 2004
1004 =
- L
- w
0= T T T T T T T T T
0 2 4 6 8 10 12 14 16 18

Time (weeks)

13004
12004 F F M
1100
1000-] x
. 900
=)
T 800
5 700 o = . .
wlx kinetics
500
x
400 i = SL=1:4
3004 =
200 T T T T T T T T
) 250 500 750 1000 1250 1500 1750 2000
Time (hours)
60 1 H
kinetics
50|
G
E 404
<
8 30 E
= 204 ;
o A
g, t
10] +300mg/L
x L]
o] E
T T T T T T T
0 5 10 15 20 25 30

Time (weeks)

-3
44
-5
-6
74
-8
-9

-104

-114

Log(C,,,) (Mol/g)

T
-10

T
-12

-8
Log(C,,) (Mol/l)

T T

-6

Kd (ml/g)

35000

30000

25000 2

15000

10000 +

5000

1day

1 week
2 weeks
5 weeks
8 weeks

<opnm

First DESORPTION

- (3"and 4" DES))

*. (2" DES)
\d
. ‘. A SORPTION
e, e
" (2“DES)
: v

-1

—2

T T
-100 -80
DESORPTION

20 -60

(43)
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o
X

Kd (mlig)

E 1000
=

800
5007
4007
300
2007
1007

Kd (ml/g)

kinetics

T T

£}

Kinetics

T T
8 10 12 14

Time (weeks)

6

T T T T T
750 1000 1250 1500 1750

Time (hours)

T T
250 500 2000

6007 -m—- Granite

500 4

400 4

3004

2004

1004

Kd of the rocks (ml/g)

+300mg/L

Kinetics

Time (weeks)

T T
6 8

Time (weeks)

10 12

Log(C,,) (Mol/g)

-3.0
35| " 1lday ] ) 5 s Ly
® 15days 10000 X e = z iﬁiifs
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e Np(V) : 1le-8 M
e Pu(lVv) : 4e-11 M (FFM 7e-10 M)
e AM(Ill) : 1e-9'M
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