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Study on Solution Species and Thermodynamic Data of Multivalent Metal Ions
(Document Prepared by Other Organization, Based on the Trust Contract)

Hirotake Moriyama*
Abstract

In support of the safety assessment of geologic disposal of high level radioactive
wastes, solubility measurement of Zr(IV) was performed in a pH range from 1 to 14
at ionic strength of 0.1, 0.5 and 1.0M. The values of solubility product and
hydrolysis constant were obtained from the solubility data. Also, the polynuclear
hydrolysis constants reported for hexavalent actinide ions were examined by using a
hard sphere model, and some predictions were made.

' This work was performed by Kyoto University under contract with Japan Nuclear
Fuel Cycle Development Agency.

JNC Liaison @ Radiochemistry Group, Waste Isolation Research Division, Waste
Management and Fuel Cycle Research Center, Tokai Works.

*Kyoto University '
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B LUV B IR O B LAY & A T JMTRIT B ERRITIMECIL. BESHh A8
BTICOT 7 F= FRROBMESLEFREOREDODIZ, BHET—FITESW
HEEZToTWAIL, UL, BASREICRBWTEELRZ 407 7 F=Fik
(Th, U, Np, PODESFET — Z12id, |EEITES2ERRE WS OGN ERIT
PRNSOREL | FEMEOEVWRNET —F REBMICEESNTWS LITEWVERN,
COERE LT, 4 BOT 7 F= 00T, b v ADSHCIREEMLETHENES
TR Z &, BEEDLL TN Y HKEIRIZBIT A EMENMONZ L, BEERICE
WCHBRB TR B I DRBERMORENEETHE 2 L, SMERBA 4 D
B, FHEMECans RRERERTAZEREBFETENS, 0D, 4 {fioT
7F= P T 3 EHEEOEH VRAART —F BB TAIEDO—20FEE LT, £f
ERBA A DIIRECSEERETL, aus FEREIRY v —DEREA B =X b F N
CHLMMZ TR WS T —FREELRD, £, BREBITIHMICANVIEAET
—FOEEEEHER T HT > T, BREAER L UBEFROREZITHIIENY T
L, BRBREHFEROERA D= AL EETMET R LIZL o TN b DS 2T —
FERHEEL, ERELOHBRHZITOS L LEELVWRD,

DT Lnh, AFFFETIE, SMERA A OBNET—F ZonTC, 2us R
RN —OREEER LLAEFEEZEIE TS & L, =T /MRIZ X BHEEITV.
R ITMO - O ORANET—F OBBICETIZLEANE LTS, #Ekpbo
Fgel2, slicBl & /T, AEER, Zr(VIOBENERITY> L L bic, 77/F=F4a
A DMARSEER A RES U T, Ze(V) DIEEERIEIZ BV I, A 42 BB 0.1M,0.5M,
1.0M OFKERP CpH % 1030 14 FTEESET Ze(IV)DOBEMRRE R QIE L, RIRE
BEMASRBERERDE, £k, T7F=FA 43V ONMKSBERIZOVTIL, i
BMMDT 7 F=FAF NN THEENTWEERDOMAKSEERZ BT L. AR
TN & B FRERA T,
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2. Zr (IV) DR EBIE

2.1 B

SAhEEA A DKRBEAERIIES TR, Bz, hE T2 OMFEERE
MEREZIFR->TEER, ALAFVEBOTTE L, ZOTF—FIEbO&RAL
NABZERLIEUETH D, T, KBEERPIZBWTHEEZEONMAKSMEDOHZ BT,
SRR A FRARTAEHANELS ., EREEOWUD RERBBRICKE I EE
THEHEZBIBOND, TOROEF, BREWIZEL WS, RE, A4 VBEIR
—ED, pHe (KFA ZVRE) RERICAEINTHE N, BE, T—¥ OFHEEEFE
iy 572 bic, EBRINT A—F OB b TITbh TR, ZhbDEEC
Lo THLNBEREORWRART —FR—ABEEEIL-220H B,

B LUV EMEBEZE T I B N A UTRZrI BB TH Y . T OBITEE ZIEE
THEDITIR, BEOBWT—FORBRFRTRTH B, ZNET, SEHEEEL LT,
21, (OH) ,** . Zr, (OH) ¥ Zry (OH) ;™. Zr, (OH) ;' 72 CETFREOTFEWRBEN TR & 1 [4-12],
¥/, Fe(IIDRRPu(IV) & FHRIZ, KV RE RS TV A XEFT B, FOERIIER
ENTRY (13, 14], BMECAERRICKITTHENRS SN DM, BEHIXICBNT
b EEEMCKRE LFIZRH THRN, |

FZTAPETIE, LV EREOBWEBEFRIEL LUEEBSITIEZHAT 5 0
Zy BFTAZXORKER oA FOLEEBELZIRENOHRT 272007 4 V7 — RS
A@EEFFRA L, L0 EEE BFREEOBVWERET —Z OREBERHR I, .

2k, FFIZ pH OBV T, RED 6 O TELRE DBA & 0 AB{LA A D
BIROT, RERA A LA T A REMER B B [15], ZO7-HSEIOERIT, BEE
R L7 Ar FEAR T CTIRUITH & & L,
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2.2 EB
2.2.1 RESmHE

Zr (IV) B O Zr0 (1) @ 1 RFFREH (BL T Stock Solution) #4EREd %, Stock Solution
IR RBER E L, ZATEREINIF OB CCl0, AR Zr & OAREMEL .
Zr OIIKSIEREDER L BET D RES NS NZDTH D,

I ZrCl, (Zirconium(IV) chloride ; Aldrich) & TF Zr0Cl, - 8H,0 (Zirconium
dichloride oxide :; Wako Pure Chem. Ind.) &\ 2, Fi., T XTOEREZEL T, XK
I3 P PE S IR R (GS—20N) R VT L, S 5103 U RTHEOA 4%
AR (Mi11iQ. 5NQ4L3IZ@ LR, F UL I Y RT7HEOBMALER (Simpli Lab)
TREMAEEM L, ZhE v,

F5°, ZrCl, (2.33g) % 0. 1M{mol dn™) DOIBMEREEVEIICIRM Lz (FEE : ZrCl 139
RERKENDOT, PETOBNT L) . ZEEE7— FRIZBNTIIE L, 8K
FICTFET DIBILKR 2 BR S B 5, BREVPDP R 2o 25T, 2RO 0. MiEE
FRERE ML, RELE SERVIEL., B AL 22 RET D, REIC Zr (V)
PREFEERE S LTEREEESE, ZhE 0. IM OB REER 50ml [T LT Zr (V)
@ Stock Solution & L7,

Eir, OBFREFICEWTI7-12], Zr (IV) OBEMRERIE T, Zr0Cl, DBEMRICEICE
BREToEBRNHBZ D EMnb, BIEL LT 2rClL, i3 TR RIZ 2r0Cl, Z AW T Zr
AL, WHMERPRETS L L LE, 20D, FEOBRIEE Zx0Cl, « 8H,0(3. 22
g Iz T HFTV, 50ml @ Zr0(I1) o Stock Solution ZFHI L7, |

PUTTHRY EF3--E0EER, FHREGTERSILERXKBNORLE 1| EREIZDH
%, EERIEEE 10ppm SAF. BEE 2540, 1CO Ar FRASKIZHIB SN o—T Ry 7 2N
TiFo7-,

Zr (IV) ROV Zr0( 1) @ Stock Solution A5, pHe 1714 OEHEAE L AR T 5,

%9, Stock Solution dbvA 7 rERy FEAWT 12.6ml RYVHL, RV ZF L
BgsERIr AN, IDirAkENzZ TLES 226ml &5, DL EOEBERTO Ir (IV) R E
X IX10MTHDB, T, OB BERET N UL 2N THEROA Z /HMEE 0.1,
0.5. 1.0 mol/1 & L7,

OB EARS =T —CRIELAENL, w4 7 vy T2 724 0. 38 NaOH /KA
KEDLETOMETNE, FIEDpHe 1272272 & ZATIEK 1oml 2R oL |
0V v/ Fa—TITHERL, 2~ 3EM. BET D,

723, ple IZIAKRBAAVIBEOCZ L THY, pHd & pH 7R THRKIE L pH 5z,
BEENDKRFA AV REDRB R OUKER LT U U AKERZ AW TEREL, ‘%0)1557%{[&
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ERETDHZ LTI VRDI,

2.2.2 SRR

pH FHIRESERT# 8D D-50 %, pHEMIZA U< WEREFTHTHEOBEFHER p
HESEM (9611-10D) ZHEA L, pHEBOMERBIIN 7 AEBBETH 5, [MHER
HZ ZEHE L HIERO 2 ADEBHE BV, 20 2 >2OBEMOENCAE U BFE (RRENR
E)ERMBIL T, HHEWED pll FRETEHIETHD, V7 AOBEEL VS EED
N AMA KREORZZBEEB S D &, HIRESIC, pH OEITISI LI EENNED
%, BRREICA CHEENEHEREBIZLIVAEL. AR N0 S ol ZEHT 3,
BRERFT LA LR COEMNERKIZ 3. 33 MKCL TH D, SRIOERTITIEE
KWL HEAT DO T, ARICHEEIED KC10, 254 5 AR I H T B WREHER H B, £172
NI 2 EREMG L IZIEE LA A VBRETHS 0. MIZT A 72,0, 09M NaClo, & 0. 01
NaCl OFERZFAB L, AR OZ OFBE CEBRNT ZHREEE L%, SERNEE -0
VIR Citi7e UCTHEA L7z, NaCl id AgCl/Ag BABRIGIC CUBMME TH A7 M AT,

WIEREOABIZHND 7 4 7 —ix 2 U R 7480 MICROCON Centrifugal Filter
Devices & AV, HF L1z 7 4 /L& —id YM-3, YM-10, YM-30 (Z31L241L NMFL 3000, 10000,
30000) TH B, Z T, NMWL &3 nominal molecular weight limit MEET, HEZH
TS FE EOSFREERF TR0 L Th b, MWL IR S FEEZ R OEEDE
(EZEAELE ORFRIZE > THRIESNTE Y, FlXIE, NMWL3000 D7 4 /L& —i%
Protamine sulfate (HEF& : 5000-10000) % 90% L HR#EF4 3 L LTW3,

TESEE DB B ST A D B SIS EOE OHE CRI5R &6 L. 140006 C 40 257
T ANF—BBEToT,

FHEHREETT T AEES P EE (ICPMS :  Induced coupled plasma-mass
spectrometer )X Hewlett Packard f-# @ HP-4500 Z{#/H L7z, ICP-MS iZ{ARAY 1 M
TRDTEBO—DTHY ., £ DILRITH LT ppt LINVOHEBRBESITHTE B,
ICP IZX W RFEAFTALEE, ZhEEESITHICEATS, EESITHIEIMHY Th
535, SEMER L7 ICP-MS I EBEUH &0 et (QP) Th 3, Zhid, Axd 3EES
XETHUROERMIERADERBEEU L XMBEVEIEES®, UV 2E(LE¥B D
L THEED Nz DA AT EBESE, BESITT 3,

2.2.3 VAEERIE
2~3 BEEEHE L7, plHe 1~14 {28 L Zr (IV) O Zr0o (11 ) 502 0D pHe %
BE, BlIET S, 0%, £8E% 1.l TR Fe LBy FIzaRL, X

—4—
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DIZZDAEyFERI oLy 0 VU I Fa—T I AR TERICHL2 N 51
LT A FRAKTOI/—T Ry 7 ADOROHLE, Ay FRLERBE 5001
DD L, NMWL 3000 D7 4 /VZ—T 140006 T 40 5. EEE LI X BE45E%
fTofc., 2B, REHER & RIBPEMT L0 TE BRI D2 H, ABPidsEse
PUZ Ar TAZBR LT, 74 NVF—2i0%, AREENXL, 7272512 0. 5M OBET
FRL, ICP-MS BIEROREHNAER & Lz,
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2.3 FEREEBE

2.3.1 Az lEOBHMEL2NT

EBR Tl plle AR L EBHEAS T RHEE DI T 4 VF— 5l LTz, NMWL 3000 D7
A NVE—DEEERB L OAEEO pHe IZ X5 Ir BEDIX L2 22 DIZF LiEik
Z3IWEOT4NE—THBL, TENENOBMBEZRE Uiz, 2B, A3 HBEIL 0.5
DHTHEF L, BONTE/EREE 2-1 LOE 2-1 TR,

M 2-1IZR b2 L 5T Zr BEDIZS S EFERIZ/E < . NMIL 3000 THET 4 V¥
—DEEZEZFRE RN ERB S oTn, ZOZENBPBEORETIE, 1 SORBHIX
LTIEO7 A F—TUEETTIZLE L,

2.3.2 WMrABT 4 NMF—OILBOEBIrSNT

EDABICANWSE 7 4 VF—DIEN, AP0 Ir BE (BRE) 252 28812
WTHE~T2, AU I=1.0, pHe=14 @ Zr ¥AHE%E NMWL 3000, 10000 FTX 30000 D7 4 L4
—TELABL, EREZHELE, SonBRER 2-2 12RT, SEFWE: 3 EE
DT 4 N F —TiL, BHREORERFICARKFEIFEICR O ok, Z0Z &
235 B OBEMRERNEIZB O TIE, MWL 3000 DT 4 NF—DHEANBZ L E LE,

2.3.3 ICP-MS EEITIIT DIFA F DB ONWT

REHARICEE T D35 A 085 ICP BRI 5 L 2B O W THREH 5,
ICP-MS Tk, MEHEBRFOXEFELRP AMTROAEIZTHTE 2 LAREINTND
[16], XTFTRORFENKEL, BMTROFEFEN/NIWVEEZOREITRENE
ENTRY, ZZ TR Ir ZBATE. Na'BIXUC0, ZiFEA 4 & LTEDEELT
~T,

FERTIX, EFWLEHO Zr $Z¥EK (Wako Pure Chem. Ind.)% 0.5 MPSEECHR LT Ir
JREE% 100ppt~1ppm (ZFREE L AoiFiK &, B Oz, S BICBERET N T ARF
MUTLOME LAEEREEZRAE Lz, 260 Ir BE% ICP-MS TRIEL-KERE
X 2-3 1T, EAMTVREPERCES. Ir BENECS LTBRIEABR bz,
TORBRE D LI, FIETORERRT N U ABEICS U TRENAIRD Ir BEXHETE
L,

2.3.4 TRFRERIENT X DBREERE K UK S RER O U E T IE
ERENERERD . BRERE K, L MARGHELE B, PREERHZ D ODEXF &

__6_
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T, AL BD2TEEOAL U PERZRNRHY, WEATIEICL-oTET B
RNV OPFEEL, ThEEHCHLEMBAB THIHAERERD, DL E, BR
B K,

A+B < AB(s) K, =[Al[B] (1)

le]Zk ﬁ@ﬁéﬁ B mn P‘i\
[A [A,B.] - 2
[A]"[BY’

tREND, WMEAEE, WRFPOMHL D{ILFERIZEEND A OSBEC,OERIZK
S>TITH &35 L,

mA+nB < A B, B =

C, =[A]+[AB]+[AB,]+[AB, ]+
+2[A,B]+2[A,B,]1+2[A,B, ]+
+3[A,B]+3[A,B,]+3[A,B, ]+ (3)

iz, (D, @QXERAL, BHTZ L

C,= [A]+/81,1[A][B]+ ﬂ].z[A][B]2 +ﬁ1,3[A][B]3 T+
+ Zﬁz ][A]z[B]+2ﬂ2 z[A]z[B]2 +2ﬂ2 3[A]2[B]3 te
+3ﬂ31[A] [B1+35,,[AP[B]” +38,,[AF[BT +---

:[ﬁa+ﬁllep+/BlzK [B]+ﬁ13K [B] te

1 .
[B](K +28,K,0 +36,.K,7+)

+ (ﬂl,lK.;p + Zﬂz,szpz + 3[33’3]{”3 +)
+[B](ﬂ].2Kq, + 2[32,3](5;1 +3ﬂ3:4Ksp3 +...)+. . (4)

ENOPOEITTATERTHIOT, BIZ2ELIETLEEDOC,OELIL, HIUAND
FIEOWMERDB LN TE D, HEEKROARTFET L LI RE T, BloFo
B 1ELMELRVOT, IBRERE L, R OMKSIEERL .« Bin B 2—BHIC

_7_
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KRB ERTED [17],
Zr (IV) DMK SRR Tk, BMBER L, X(ORITHE S8, UTOoXNTERSD,

Zr(OH), (s) < Zt* +40H" 5)
Ko =[Zr* J[OH"T* (6)

Fe, MASREREDERRIS R OMAS L 8,15 Q) RIS S8, UTFORTHES
ns,

mZr* +nOH™ & Zr, (OH), " ()
ﬂ _ [ ZI'm (OH)"(4m-n)+]
mn [Zr4+ ]m [OH— ]n (8)

2.3.5 Zr(IV) D¥%fREE

Ir (IV) OERERBRIZBOTH O NEEREZH 2-4 1R L AEZR 2-21I2E & DT,
pHe 2~4 OFEMEEIR CIX, pHe NIV, Zr OFEMREIXET L, & O\ Tl Zr (IV)
OHEBMAKSREOERBBZ 2 TR EDBRENH Y [4,6], UTORISKD X 5 7%
Zr (ON) , (s) DEA & DEFRRIL L TV B LEZLBND,

Zr** +40H" < Zr(OH),(s) : (9)

ZrOH* +30H~ < Zr(OH),(s) (10)
Zr(OH),*" +20H~ < Zr(OH),(s) (11)
Zr(OH)," + OH™ <« Zr(OH), (s) (12)

Fiz, 25128 WT, AEDORE % Ekberg 5 [6112 K % Zr IV) OEFEERIE &
i L, SEOBERREICBWTIL, pHe 2~4 OB <, BIZWIEP O Ir BEN 1
XI0TM BT S{EWEE, pHe DREMICHT 2 Zr BEEOBHEEIZB L E—-2.4 L2 o7,
—J5. Ekberg & DF Ui, pHe 1~3 OFEIK T pHe MW Zr IERRE A FIRIZIET L,
ZOMEIXZER CTHLDB, FEROBME LY 3~ HHENMEIEF LN TVS, Zh
i3, RERTRBEFEL TS Ir 2R S E 3 B8MEEFFNTWA0IIR L, HEHDE
Bid, FREHT & ICEED Zr (OH) 2 3T S R EMEEZ VT H Z e b, REOR
BFHHBICRETZ O EE L BRD, BEFETIE, 9)~12)ROEED b AR

DR, WEBRERT D, ZOkd, RIGHETTAZ LILL - T, BHARETRBOR
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BERIZHEASTHRAIZETT %, —FH, AREMETHEAE» b AL ETT
BOT, BRETHRERICHE~ATEFTS,

ME OEVHBEEERREIZ YO X 5 REEE RIETHTONTIE, BIREHORERE#E
FHEOBANL, TTIPu(lV) TR I TWA[14], Zhic ks &, FlEE Cloidsd
BRSNS D2 L HEEMMD 1 » HETD LANTEY, HERRNEYR & TERER
TiE. BREEIZ 3~4 D WER R bV TWS, Ekberg bk, FHEHMZ 3 B, 1 BRI K
V6 EEE LTHMBERREL, FOMEICIEEAEENEND-TZZ D, 3 BTE
BHCELZL LTWS, L L, &RE0 pl RIEITITEHMORMPBH Y, T, AER
BN THEMEORMEALZHEL TORWED, PEGELRZ LB LEZLET
OHBIEETT S BDERD S,

TR LCIrBERR WS, SRR (Zr, (OH) ) T 5 Zr, (0H) 2.

Zr, (O &, B X VZr, (ON) [ DIFERIERH N TV 5 [4-12], Veyland b DIHERERIZ &
BERMN I, (ON) *43[11], Ekberg » DOIREEMEIR COBEMERIBIZLIZZEND

Zr, (OH) 38 K UZr, (OH) M DIFE ARV RIB S T\ 5 [6], BRI BF g & LTI,
Muha & Vaughan [8] 12 & 2 X#RBELFFFE BRI TH ¥ | Zr, (OH) S HEE O FTEEM & 7R—1e LT
W3, ¥, Hagfeldt b [1211Z K BEXAFS (JA I X UL N IR & ORFHT) . LAXS (UR/IA A
BELR) PN B, [Zr, (00) , (L,0) (¥ OREESRBINTWD, ZhbOZEeE @I 4
BENTOBEEE, (D~WORCMRZTUTOX S REGZEE LT b,

Zr,(OH),™ +80H~ < 4Zr(OH),(s) (13)
Zr,(OH),” +80H~ < 3Zr(OH),(s) (14)
Zr,(OH),™ +70H" < 3Zr(OH), (s) (15)

Zr,(OH)," + OH~ < 2Zr(OH),(s) (16)

P BT IS U MR T, Ir DBRMREIRBLIF IX1I0TM T—ETH D, :mi\
IR CZr (O " BER &2,

Zr(0H),” < Zr(0H),(s) (1n

O LS REEEEOH EZE TR L BREEIX pHe IZEF LR,

_9_
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BT VA UHETIZRWO T, Zr (IV) O¥EAFEEIL 1 X107 T—E TH b, [ 2-5 O Ekberg
BOREICR NS X %72 ple OBAINZHES Zr V) IEMRE O ERITR1 o, H6DE
B CIARE OBEHASE L ELINEDHMZ L 2 TiIToTWADIZH L, KERTIZT 4
VE—BRERNTL Y EENREMET> TR, ZOFEOERPBREICREY

WOV TS B OFERIIREFT & Th 5,

2.3.6 Zr (IV) OBREER K, & MAKDFEOMAKIAREI B A,

/o Ir (V) OBFEET — & &b L2 FRER £, L KRS BOMKGHRELES.,.
%&E#é Ir DUAREE. BN, WIRTHICIEES B4 7r W % [7r ] & $hid, [Zr,,]
ITBIRPICTFET D ir OLTONKRIFEEDOREOT EZ DI, BTOXNTEZ bR
50thﬁﬁﬁﬁhmzqTT#E%éﬂTP%%V%Wﬁ@ﬁﬂmmﬂZm@%ﬁ
BEWIr,(0D) 72 2EH3 LT 5,

[Z1,,1=[Zr* ]+ [ZrOH* 1+ [Zr(OH),” ]+ [Zr(OH)," ] +[Zr(OH),"]
+[Z5,(OH),™ 1+[Zr, (OH), " 1+ [Zr, (OH),** ] +---
=[Zr* 1+ B,,[Zr* J[OH 1+ B,,[Zr* [OH" T + B,;[Zr* J[OH T + A, [Zr* J[OH T
+ /’5,3,4[2r4+ ]3 [OH™ ]4 + ﬂs,s [Zr4+ ]3 [OH" ]5 + ﬂ4,3 [ZI‘4.+ ]4 [OH_]8 +-- (18)

(18) Rz Zr (IV) DIEMREFE LT T G REBARAT B Z iz kY, Ir V) OEME % [0H]
DE#E LTRIZENBTED, '

1 . 1 1
[erol] K.sp [OH ] ﬁ]] sp [OH ] ﬁlz sp [OH ] ﬁlB .s;u[OH ]

1 R 1
ﬁB4 sp [OH ] ﬁBS sp [OHI] 1848 sp [OH ]

[OI—lI"]s 3,4Ksp 484,8 sp) [OH"]7 (33,5](@3)—1-

1 1
+[OH—]4 Ksp [OH ]3 ﬁll .s_p [OH ]2 ﬂlz .s-p [OH ]

———+ 5 K, +

ﬂ13Ksp+/Bl4K +e (19)

SIT (specific ion interaction theory)IEIZ L U, I=0 TOWMER £, KROMKS
fBEH B, ZRDODICHEID, T TIE, SITHEIZL B4 AV BERMIEIZ OWTHHT
%, .
REBBEE 2 256, —RIZA VR OMEERIZERICTEVOT, EEEENL
RECBEHEZ S &V IR LEUSERIZHERIEIE (21 2V BEN 107 mol 17 EATF) IZR
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S>THPTH-T, TNLULOBEOEEZRVEIITIHEETO S DEF AN MLER
%6ou®%%%ﬁbﬂ9%$%ﬁ%®&bf Debye-Hiickel HRH méﬁané
Debye-Hickel BEHIZ X ATEEREIT. 0. lmol 1B T TIIEBRMEE X< —E+ 50, 1
mol 1L T i%ﬁﬁﬁﬁ& DEBRKEL 2D, BVHFED ZERNTERY,

% ZCAMSE Tld. Debye-Hiickel BAMIZHEFF BB EEROEZM A, XV RED
%wﬁﬁwﬁéﬁﬁ%ﬁbﬁﬁzkwf%éMT&%ﬁwéoMT&izo@%X%@
AIHRO S LITHR Y 2T 5,

(Assumptionl)

{ VI LOWHEICH B, B 2R RoA Ty § OEEEEK KR TE L bR
3, ' | |

log Vi=- ZJ'ZD + Z g(j,k,.!,,,)]m (20)
P

ZIZT, e i &AM A VHEEREMSHE (on interaction coefficient) & LTHV, 2 i
Debye-Hickel T,

_ A1, | (21)
1+Baﬂ/i
A AR LT
:%Zmiziz (22)

THd, Tl ABLOBIRRELENCETFTHEH, i3 M T OREESDNRTA—
ZC, 1 GFE. 25°CTIE 4 = 0.509£0. 001 12 mol™"2, Ba;= 1.5 1** mol™2 L7z o T
Wa,

(Assumption2)

A FUHEVERGRHE « BRGEROA TV RUOEREENERERZVWLORLORB TR 0
THB, ZiL, EHENRALERIEERCEVERECZSHS 2 SIC@B AL LT
B THDH, BRIRBIACELY, BEESTNARFSOAFVRTDHR : BEZ D,

SIT % AViuE, BEHERET = 0 COBMER L, BUTORXTELLND,
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logK_°=logK, —logy, . —4logy_ .
=logK,, ~20D+[e(Zs*,ClIO, ) +4(OH",Na")]/,, (23)

RIERIZ, DIKDIREL B, 122N T b A A VREHERITV, I=0TDB,,” &R
3.
logB,.,°=logB,,~log Y cosp e +TIOZY 0 + 10 logy, -
=logf,, +{ (4m—ny: +16m+n)D
+[e(Zr, (OH), ™™ Cl0,”) —me(Zr*, CI0, ) - ne(OH", Na*)]l,, (24)

Zr (V) OEMREERT (1O LD 23), CORERAL, £, | logBa." « ¢
(Zr, (OH) "%, C10, ) B L W' e (OH ,Na) /35 A —& LT BMHAE L, AEBROE
RERERRER/D 2 RBEC L - THITL, T = 0 TORMER £, B X UMADHEE
B logB, . ERDI,

E1. SRR TH D Ir, (OH) 5. Zr, (OH) >, Zr, (ON) " DINK A RES & A /N T
A=HIZEDTEND 2 BB LBITERABEN, WRLEPoT, TORD, Zhb
BN A—ZRLBREMITERLER, ZOBEELRBRCIE Lz o, £ TED
2. Zr (OH) 2, Zr (OH) ;DT A—F b r&E | ZrY, Zr (OH) ¥, Zr (OW) ' D HDOFEZRE
LTEBEMTZRS T, A AREERFRES Zh b ORI T 5 ¢ (Zr*, Clo,7) |
¢ (ZrOH*,C10,7) ¢ (Zr(OW),’, C10, ) DHERE L, K. B, KT e (ZrOH*”, C10, ) Z 7
FRTGA—FE Lz, Ir OD*OMAKSFEES logB ., RRADE DK LEENHR
HENTEY  Ekberg Hiz kA 14. 29 # HWA Z Lz Lz [6], £/, ¢ (Zr*, Cl0,7),
& (OH, NaYIZ DWW T b EMER BB & & L, & (Zr(OW) % C10, ) ix, Zr (OH) P 34T
B THDZ LB 0THB, '

BONEERE RK-3B L OR2-4ICE &, IBRERE logh,, = - 53.6210. 26,
Zr (OH) S OMK S REES #log B, =46.240.2TLRDB Z LN TE LN, FZlTd~ %
o, It IZBWTHESEEEERR L an A FOEERPREL NS O, BEEE
W2 & DR &IV VAR EERE B UK 53 fR BB OB, NMWL3, 000D 7 4 V& — %@l L 7o
ILEENFELTOWAFEERD B, fliE, Q9)RITBWTZr(O) 2K T(8,, £)
DR, EENOLr, (R « Zr, (OH) 0 - DMK SFEESREE A T B AREERD B
(2.3. 48 18), -

SEFONIzlogh,” &logB,, EEMESEBIL, TOMICERNE LERICD
WTEBEEZRAE S, B2 EDFRMEEZUTICFET 3,

QHEIEFE
AR TR, EHREMNEIZLY, BFREERED L OINASHRERZRD NG, BEELE
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INEMELZEENETCE 3RARD DM, IrD X 5 T2 RIS EEY ERT 5% T
. ENENOMAKGBFEEEERDD Z LIIBRE TIXRWEE LRSS, ZO=HAE
DEBRERE b & IT, B, Zr () ™35 LU ON) "B L EE L, £° & B,/
R, —H. Baes&Mesmer K UWVeyland H i EEBRIZ LY . F 7Ekberg 5 I3
HERD b SIS EEOMASRERE TROTVEN, BR7 1 v F OB/ &
LI TIEEDBEND, £, &8, DEICEFELI®EELE L,

@znAF

ASEIDFEBRTIX, Ir IREOBERSEEEL 7 A N2 —2BIC X - TfTote, I=1.0, pHe 14
DB TIL, NMWL 30,000 £ TT7 4 M7 —OHBIC XL ZEHERENRD 7208, Ekberg
ODEWERETIIRETERPoLKBHRE Ran s Fi, AESGEIZL>TRET
EWEER S D, ZOHA. RPNTOBMREITRZ 20, £, LA, OESITHE
EXY b/haslipofnbHEENS,

@ EHER

AERTIZ, BEAPOIRICABNERZFAM L TH0E 2D, Zr (D), (s) DERBFEL I
RS, (15O LS REAKEEIZES LBbhd, 2.3.5 THhRELS5C, EHT
IRAERRNEORENM L 2~3 B & LS, BHRE ORBEECERIE L TV RN,
FICH DT AT U MEER TSIz ZE L T &0 Zr (0H) ° DB EITE
<y BLd DELNELZDZBOLEHEEENS, '

SRBEFROFEENER SN TS Ir BHE OBV pllc BT, EH ok oiEE
BRELTWAEEZ b, BREERIZL-TINbOMKSBERZRETH &
BFEFICHRETHD EBbs, FlE, BREPCHIBEOCERET Ir,(0D) 2T &
Zr, OD) & BTFET DA, (1DRITBVT B, L, 48, L, DEERDBZ LT TETH,
Bas & By DEZ—ZHNCHETEZ LIXTERY, ZDD, LI EBOMK S
B EBATRNC R D B 2 L RN TE BREERET NV OB NETH B,

2.8.7 ZrO(X) DOWFREL

Zzr0 (1) OREMERERERE R 2-6 12, Zr (IV) ORIERER & B L 72 b 0% H 2-7 ITR
T, Zr0 (I [Z DWW T Zr (V) [FlAE pH2~4 12T CHEEEOBRTRRA OGN TR Y (E 7.
BEAED B, 7 D BSOS TR 1X10°M T—RE LTS, 202 &b
b, BRI L UTHEME L7 ZroCL b, WREEERIERFL 2r & L COINRPICFEE L LB X
b d,
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2.4 FEAe

ple % 1~14 |2 38 L= 2 7 4 & — 518 L, Zr (IV) OFEAFE % 1CP-MS THI
EFE L, Zr (V) @?’éﬁf@fiﬁ\ pHe 2~4 {23 F T pHe DM & & biz@E B L, P
BT ILH U MEERCIRIBIE IXI0MT—ELiol, 74NVF—AlT 5T LICL

A THIERDOKRERanf REEENIZERELEZ . BESWICLY Ir BEORIER

BERBEmb s bbb, HEEEE BREORRIEERNRONEZLEZ DD,

HEERyEHRRICESE, HTT52 LT Ir (V) OXKBD OEMRETRE £, KO
Zr (OH) DMK SHEES 8 .0 %2187, T, NRMEL B T2 2 & T, ZOERIZOW
THIEFEOE, auf FORE, FEFRREORNDERE L, SMEFEORF
TEAIERE ST\ D Zr YEAEHE D pe IR TR, IO MK S FERLIAIETET 5 IR
NpBOT, BREZBETHSEDOFELT CIRETOFEEZHERT I Z LEIFETDH
D, BlOFEEZHFRATISRERSHDLEZLND,

_14._
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& 2-1 Ir"WEASOBMERERR  (1=0.5)
Zr(lV) :1-05
pHe log[Zr] pHC log[Zr] pHe log[Zr]
1.92 -2.81 3.8 -7.62 10.04 -8.08
1.92 -3.04 3.8 -7.44 10.04 -8.53
1.92 -2.85 3.8 -1.51 10.04 -7.98
2.68 -4.95 532 -8.00 12.56 -7.92
2.68 -4.90 5.32 -7.93 12.56 -8.51 °
2.68 -5.11 5.32 -8.09 12.56 -8.25
K22 I OBEMEIEORR  (1=0.1,0.51.0)
I=0.1 1=0.5 I=1.0
__pHe log[Zr] pHc log[Zr] __pHe log[Zr]
1.60 ~-2.67 142 ~2.57 1.30 -2.81
1.94 -3.10 2.69 -5.05 202 -3.49
2.93 -b.67 3.21 -5.74 248 -4.60
4.60 -7.09 3.17 -5.64 250 -4.85
4.68 —7.56 3.85 ~71.38 297 -5.76
5.17 =-7.94 459 -1.14 295 -5.25
5.42 =7.00 488 -17.51 3.60 ~7.43
5.54 -1.41 5.12 -8.06 3.68 —-1.42
7.30 ~8.26 6.64 -7.46 4.45 -71.41
11.07 -7.08 11.41 -7.58 4.90 -6.75
12.24 -7.69 12.12 -7.46 494 -6.45
13.00 -1.64 4.47 -1.07
5.45 -7.43
8.58 -1.47
11.19 =130
11.90 —1.28
12.57 -1.10
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*2-3 BREERD)OHEONBRERR OIS FEE

NG A—KF E
BAEFERE log Kop® -53.62+0.26
REEEHK log B1,° - (14.29
" log B12° —
n log B 43° —
Y log 814° 46.24+0.27
" log B34° —
" log B3g° =
" log B 48° —
e(Zr™, ClO,) (0.84)™
e (ZrOH*, ClO,) 1.2240.33
e (Zr(OH),, ClO,) 0

e(Na', OH) . (0.04)™

# 2-4 Ir*OVIEERE R UK RS

Baes and Aja et al [5] Veyland et al C.Ekberg ot This Work

Mesmer [4] F11] al. [6]
logKy, -55.26 ~53.62+0.26
logB ;" 1433005 14.35+009 14.20-4-006  (14.29)[6]
logB,," =~ 263 2826056 27.7+0.2
log 8 5° 36.9 41,24+0.24 41.48 40.1+0.3
log 814" 463 5438057 51.48 52103  46.24+027
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log[Zr]

0 I 1 ] I T )
| o 1=0.5
_2 -
._4 ]
__6 -
-8 - © B o )
o 8
_10 T ¥ 1 * I v I I 1
4 6 8 10 12 14
~log[H"]
K 2-1 Zr*BEaEOEME  (1=0.5)
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0 T T T T T T ¥ T . | T T
A0 [=1.0 pH=14 | |
_2 — —
_4 — -
o
N
[T
L -§- -
A A A
_8 — —
-10 . , : — , : , : : : :
0 5000 10000 15000 20000 25000 30000

NMWL (nominal molecular weight limit)

X 2-2 Ir*tEREEORLAE T 4 NV F —HBRKEE

~18—
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{ T T ] 1
2.5x10" —n—HEAF 0
| —a—HEFEALF(Na)HY
2.0x10"
4 15x10" 1
A
D
R 1.0x107-
|
5.0x10° / ‘ .
. //
P _________._.A
0.0 -mi—4 T T T T ] J T T T
0 200 400 600 800 1000

Zrig B [ppb]

& 2-3 ICP-MS @ Zr M : A A 0%
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logl[Zr]

0 I T ] T T I L 11
o 1=0.1
Ly o 1=0.5
4 1=1.0
gll:l
AN
-4
%
-G - A
ﬁl'—'l FANNYAN
pRn o & DRSS A
-8 - 8 O
-10 T T T T T T T
0 2 4 6 8 10 12 14

~log[H"]

X 2-4 Zr*OEfEE  (1=0.1,0.5,1.0)
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0 1 1 1 ] 1 ' [_' 1
® Ekberg
o o AER | |
| PN -
A q
-4 - ® [ 1
S « % .
[=11]
-6 — [ J @ N
= aAn 2 N
o ® Lo, e N ¥ YA TALJaN
_8_ ﬂ -
_10 T T T T i 1 ¥ T T T i 1 T T
0 2 4 6 8 10 12 14

~log[H"]

B 2-5 AR ESTREOEMELR  (1=1.0)
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= [=0.1
e [=0.5
A [=1.0
A
A A

2-6

Ir0* OEMRE  (1=0.1,0.5,1.0)

—22—.
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0 | 1 I 1 t : 1 |
m ZrO(I) |-
o AN ZF(N)
I
5 2, -
& -6 e -
= A
: m@? o om mD DR
e A
'_10 1 1 1 1 I [] 1
0 2 4 6 8 10 12 14
—log[H"]

X 2-7 Zr*& ZrOP OVRfREE ok
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3. RUEEREF T KD An (V) SR OHEAERR T Ol

3.1 HH ,

B2 ETHRALLIIC, MAKSHMRISEER CHETH S, o, ZREKRE
(Zr, (OH) M) bz DWW Tik, Zr, (OH) 2 Zr, (OH) >, Zr, (OH) s™. Zr, (ON) 7 & & 12 ¥ETE
BOFEMRESER SN TN DR [4-12] B« OMAKGREERE EROFEDOAR DD
BETHIELRBE TRV EBGhotz, DED, Ir(IV) DIKSREL S,  BFE
g 57 DITiE, BROFELT TR T THRARBRBIERETAD X 5 REHTHF
BEWMY ANDIBERDH D LEZbND, MASMEEFEBOREMRIZOWTIE, P
ERATVDER EAZT LV EROBRDPLEL OIRTHEMB 2 I TR Y [18-22]. 7
7 F= RA A2 OBIZREOK S L E R D DM 51 & LT HERRIsERES
N28, 24] BB I TN B,

77 F= FuRIITSBITEF EBFREELE L TSR, BR, ERFETFIZH L, £F
BEMEFOELVRERBEEFER LI D EEZBNTVWS, ZOHREPRBAT S
W, 77— KAHENLBAEERICMAZ CHBFENLEEERLE L 2IThIER
LbRzWeBbhd, BETAMUEIRET NV TIRT 7 F= A F v OER 2R BRLA
BEERICL2FEEBZRAELEESENE LTERVE S, Jhiz Lo THERICSWTIL,
T DMK EI D FATHNC R D b, FORBHESROHEN TS [24],

ZDO KRS, BEREOIMKSAEERD RGN EET L LREREF L, Si%dE
FEOZIICBNTHENTHD LIFTE 3,

AHEIRE T NVEIEEFED (EICBEERICRET ) MASREEED bEORFEMEE RV

L. READOMAKGEELZEDFRIZITI DO THILM, Ir{IVIZOWTIL, EIR T -

BNKSRERIC R DR 2ERR LR TS [4-12], £DkH. AR TR
BRETNVNEEROMKLSBEBD FRIZHENTH D0 5 pERET 572D, NEA-TDB
X D IKGREZDOEBERTEMIN TS 6 fi7 7 F=FxE G4n(VD) lchk
BAYT 5. 2B, REFVORYEZFET S DTit. BONLMASEERHE
fREZRD, TNEHERELHE, BT3B NETHB,

2B, Fe(IIDR Pu(IV)iZBWThH, anA K, EEEBEOCARIEHINTEY
[13,14] | 2@ & 5 2FEiL, MOZEBITIENRTES, — RO EELBEOBIT
EEREBEIIALTHEDTHI LEZLRD,
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3.2 fEtT O
3.2.1 kS FRES

HE, EETOFBMLRIIMOERN, W 2007 7 F= RERIZR LT NEA #ks
FeFR—Z270Px s FOBTITPRTWS[25,26], UNVI), Np(VI) K& Pu(VD) D
PINTWBEFEROMALSMBEEZEOMEIZOBRIZR B, ZBSERFZRIC BT 0k
ﬁ&ﬂmtrmé%wr%6°_®ﬁ%uwn mwn&ommmmévmmﬂﬁm&
LI AW TR I-LICE L O,

L& L Bl 2 i Meinrath 13 U (V) OBRILZEDOBIFRED T, (U0,), (OH) 22* & (U0,), (0H)
WZBALC, log B°,,=21.845 = 0.088, log B°%,=52.84 = 0.18 & LT} Y. NEA-TDB
DE log B%,=22.38 £ 0.04, log B%s=54.45 + 0.12 k0 1" 2HFEC &L 2o
TWA[27], WEOEICERBE UEHEBE LT, log[W]RRET S & X 0feEE
AFRE L BRIRREOECLZPRZERE L bR TVS,

3.2.2 jEERET L

BROWE[24] & Ak, BIBREFSACIEPLERB 6MEDT 7 F= N4+ OBH
FHRERH TR, APEHE LTROEZD, 7, T_CTOMASRERDIT OV
TNEPREFREL, PLOT 7 F= FA 4 L RRMFTh B KSFoKEE {1 A+
V. VAH VR AnO N B B ZARIAER S LTRSS Z LT B, NESEEOREEIZH
3 400TEARASFIRESTEDBONTEY , An0F DOIIKSRRESER TS & &3>
NE DA FIKEBIMIA A BERDD - LI 5,

ARO,> D BIEMA SR D ERIE, [0 3-1 1R & 5 22 KE(bA A7 & BLEREIT &
STRBRIHLEZDND, 20X REFLOBERIZ. &BA 4 DMAKSHRE IS DHF
FOPTHERLNTEY | BIEOH pH 7 & DL T CIIEMEMA 410 L BB A 1S
AR FOBRENE S B & SN TV BH[28), ABECILET L S HRICT 57
. BA N LB EERISIERT Ao Lk L,

BHERM O 7 —n L ABEERAZEZEZDZ LT, ZNEFNOBERT VI v L RAR
—B,, U FOXTEL BB,

Npg £ 7. (1)
E, =32
P Z[&‘dy J

::ﬁ\mﬁﬂnmﬁTQWWﬁwmﬁ\a&;mm@ﬁijﬁﬁﬁ\emﬁﬁﬁ\
d;; FIRIEEK i, j M OE#ERT, £, BFBRFET—A 2 bORDOYIZKS FIZEEERN
PROEEELTNA,
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K 3-1 WREND LAICENAL LTRSS FEBEIZAND & (p, ) EOZF{LOWEI
—RENZ LT O X 5 ieEIT B,

p An0,(H,0) 2 + q O = (An0,), (OH)  (H,0), .., + (2ptq-2) HO )
Bl LT DRI ONWTERDY EiIF5 LETOL 512725,
2 An0,(H,0) #* + OH = (AnO,),(0H), (H,0)* + 2 H,0 (3

(m@ﬁ@fT//#Wi*w%~%am&¢ﬂﬁ (), (3)PRRTOEF >yl
2NF =L AE iX

AE  =E, . -pE,+ [(ptae2)-ql B =E,, - pE,+ (2p-2) E 4

na

AE, | = By, = 2 E % E’ (5)

LB, ZTITE 17 ) —0KRGFRB LUK A AL ORT Iy TR —
ERLTWD, AT, 2), B DORBIIBITERT Iy VT RAF—EELTDT
U —DKRETF &KL A 2 DFENTE TR, T, (4) & 6) AT D EHETH
DFENIEICZY Fr =B LB b0 TH B, T i, FEFROMKSRER
B, BELFTO XS IzkEND,

—AE
o 2

[ ER L EHEE TR

3.2.3 B/ 2 RiBWC X BT
(P @RLY., (b, BOMAKSRELSL®,, JE

1
log B, =~ (&, - pE,, +(2p-2)E)
Nag Ny
i=f oy ]

DEHITRD, MRERNTE -1 OXRETHS 8°, HOR/ 2 FIEIC J:%’Jﬁ@m:
UTFDE 54T 5,

_26_
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AnO> DA A ¥ EZFEMIZ BT 2 EZLEOM26], OH & H0 DA F L EREIF
ERLCEEZTL.38X10™" m[29,30] &9°% Z & THIGE 1, j MOBREREd, 2R 3,
Eio, O DERIT—1 LEE L, ZROEEENT A—FfEE L, An0*BIXUHO D
BEER T Lo BBE e, 7V —OKRDTF. KBILWA T2 OHEF L% LN
X¥—F ZH/D2HERICEDCBIPLRD D, S5z, BohiEr b LIz, Rmom
KRG ERE TR R D T,

_.27._.
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3.3 FERLBL
3.3.1 Boh/ T A—FEOEHEHIZONT

6 iV F=FA A OEMEML LTHLNEEEZR 3-2 IKEL D, BITICE-T
"/ohizB°,, &3 3-1 O NEA-TDB DICHME & bt L7, K 3-2 D & 51 B 57z U007,
Np0,Z K} PuO,* DEEMITZNF, 2.24, 2.18, 1.95 &7 0, $HEMNRMEES
DHEZEZTFLEOERBEHNTHAL T2 LIXERIERGELEN:, TI7F= R4 IZ
i3, BRENRMEERET CREFENLHEERLVEET LD LMEIRTX 5, F
FREVREL RBITONTHYDEROEI /NS 2o TEY ., 5FUEEFIC X 5
ENRBEEEMIEFESOBME LIS RBEELLNS,

BEOFHIEIZEBNTD U0, Np0,* RO PuO*OFHEFMB KD LN TR, FhFh
2.428, 2.391, 2.374 Tho7=[24], SHBEONEFEZ NS DE L EATEFREW
By ZHUIFNEFNRORICBWTERZA IV EEPBRASNEED EEX NS,
TG, BER[241ITBWTILIE SR A AV ERB A sh ), SEOME[2611TEiEF D1k
FREPEENE LEEREPOROENEZDOTHY, ZOERBENELOEEZHNS,

Ei, 0 OFHBM EFBEOE S, BEOHE[M4NCLZEERZ-TWS, K0
DENERITXSEIOPFRTIL—0.19 L2 o720, TIE—0.57[24] L EERTKEW, F
Fo. FEF5.6 B 5. 724 T LTKREL ok, ETRAEEYIZ, ZhbfVES
FUEROBENNILEB LD EEZ LS,

3.3.2 TSN 5LZROMKIARER

IHETICER LEMMERET A2 HWT, XY EROMNASHEERDMEE R
FTHRL, R3-1ITRD7e, FREERERBRICZE—BTI2ZL80ho7,

K322 6727 F= FD(p, q) SEEMAKGREEK logB°,, & a DEKE LTSy
FLebOzRY, 8°,, DESERMKOEME & bz RELRDB. TOHMETL
BIZEOEE L RIS, BB UM A Ui [23, 24], ZhidB(LFTH 5
KEREDA F U BDRICHEBE L TB0T, BEAEERE S RIITHENRKEAbAE
725EHTHSL (DVXER) [21-24],

E B, UVDIZ2WT, AHEERE ST X - TR LN MKSEEED b IAFEE %K
W, MESNTNDERGR[31-33] L OB 2 RAA 5, WEEE, 2.3.6 70 (19) Kz
SIT #£[25, 26] # WA L= b DIZ, MMERRETFT MC L DMK REELR B, .« RO A48
HEEREE e ZRATAZLIZX o TR L, BERELE LT, p=1-10 OFTTOIMK
STBOFERRE L, FOERN3, +2, +1, 0, ~1 , 2 OBEIMKNERD A 4
FEERRE ¢ X, ThFh 0.5 0.46, —0.06, 0, -0.09 & NEA-TDB \= k& B {E[25, 26]
B, Eic, VARIRE D bEARIL. WARBMOMEA logK°,, = -22. 38 [32] R 129, 45

~28-
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[33] L |AESN TS U0, 2H0 & NajUy0,r xH0 & L7, /bR ER 3-3 1577 T,
ARTRENTNDIDORET ML > TTFRINIZBMETHY, ERIZEVELNRT
WaH 7y MR- ARREED Z LA TERI3L-33],

MRS FRFE DR, 2.3.4 PO @)D X 5 IR IEEE B, ZRDIE, [0H]
DL LTRT LR TE D, UVD) OSZEEZEOIKSREOEEZRD, K 3-3
WCERE LTAR L, BRI, EBD» b (U0,), (00, & (U0,), (00 DEFEEN R X i,
NEA-TDB 1Z & U WA MREHEDOEIFTMEI N THBE R, KRBT MZBNT, Zhblish
1z (00,) , (OH) & B X (U0,) [ (OH) ¢ 72 EREWRE CTHFET D L WH BRI G, 4.
INOORBBERETAPEERICI - THEBTHIZLHRERIIRD EEZLOND, 2O
foth, BRPICHFETIERBEESOIKSBREEZHRILTE 5 X 5 ROWrHFEO R
VETH D, '

....29_.
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3.4 FEEm

SO MANMBERE FHT B 7bic, 667 7 F= R4 AV ITOWTEDERD
MEEPEALUZAHERET VEEA Lz, X7 A—ZfEL LTO An0 0 H,0 ODFLIER
BIUHEED, HEAPEREFERTILSCEDE, EODRET I/ F= R4 4
COBEEML, AROBREFHLV VETFREL 2-oTEY, BENRBEERZY
TR, 5 { BTUGEICAMIORMA IR R EMREER b, MASREOREMEC
HFELTWD LW RERBEMNT BRRE R o, MKIREFC L o CFRIS R
RS IV CTEE LB O, SIS Sh TV 2ERELIZE—HKLE, =
DI EBD, BROMASEERD FHEZTRICH L, ABEREYRFERTHD LE
Z2bh3,

SEIOHERIC LT, BE SN TOBSEEBLSNC b BRE THRET BN HB 2 &
BRBENTNS, 4R INOOFRENDMASHREL ERIICHER T2 2 L REE
ThHd, £, 6 fi7 7 FoFAL TN RH L TEDTH S RIOFESR, Ir(IV) 2 Y
D4 MOERA A THETIZ L LHEOHIRETH S,
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#3-1 An(VI) A A > OINADRES
. log B,J
S T g NEA-TDB {Z L W §MBi &= AR O T TNV TDF
B [25, 26] HiE
U(VI) uo,oH* 8.75 = 0.24 9. 66
U0, (OH) ,* 15.85 *+ 0.07 17. 24
U0, (OH) ,~ 21.75 £ 0.42 21.01
U0, (OH) = 23.60 *= 0,68 22. 69
(U0,) ,0H* 11.30 £ 1.00 10. 95
(U0,) , (OH) 2 22.38 *+ 0.04 22. 49
(U0,) , (OH) " 31.63
(Uo,) ,(OH) ° 39. 45
(vo,), (CH) & 44, 16
(U0,) , (OM) & 47. 56
(U0,) , (01 2 44.10 + 0.30 44. 44
(U0,) , (OH) " 54,45 *+ 0.12 53.53
(U0, , (0t & 61. 70
(Vo,) , (OH) 65.80 =+ 0.80 66. 87
(UO,) ; (OH) & 71.10
(U0,) , (OH) & 66. 28
(U0,), (OH) ;* 76.10 *+ 1.00 75. 43
(U0, , (OH) 83, 87
(U0,) , (OH) ;~ 89. 33
(U0,) , (OH) ,,* 94. 09
(U0, ; (OH) ¢** 88. 09
(U0,) 5 (OH) ;" 97.31
(UO,)  (OH) ,° 105. 96
(U0,) ¢ (OH) ,,” 111. 65
(U0,) 5 (OH) ,,* 116. 76
Np (VI) NpO,0H" 8.90 £ 0.40 9.35
(Np0,) , (OH) 2 21.73 £ 0.21 22. 32
(Np0,) , (OH) ;~ 52.88 =+ 0.22 52. 62
Pu (VD) PuQ,0H" 8.50 =+ 0.50 8.25
Pu0, (OH) ,° 14.80 £ 1.50 14. 41
(Pu0,) , (0H) 2 20.50 £+ 1.00 21.53
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*# 32

MAGIREB DT CRONIEATA—FHE

An(V]) U(vI) Np {(VI) Pu (VI)
s 2.24 *+ 0.11° 2.18 £ 0.12° 1.95 + 0.13°
Zox -1 -1 -1
Zuoo -0.19 + 0.10° -0.19 =+ 0.10° -0.19 =+ 0. 10
Y (nm) 1.04 [21] 1.04 [21] 1.02 {21]
Yoy (nm) 1.38 [29, 30] 1.38 [29, 30] 1. 38 [29, 30]
Ty (nm) 1. 38 [29, 30] 1.38 [29, 30] 1. 38 [29,30]
3 15.6 = 4. 2° 156.6 £ 4.2° 15.6 =+ 4, 2°
E*  (kJ/mol) -9.4 = 3.5° -9.4 + 3.5° -9.4 + 3.5°

® Standard errors.

_3 2_
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Species® Hydrolysis species®
(1, q)
or
(1, 9,7) 1,1, 3) (1,2,2) (1,3,1) (1, 4, 0)

(2, a)
or
2, q,1) oX 1@ @ 'O e
©O=@ (0210 ©O=@©
O@O (D (D
(2,2, 4) ' (2,3,3) (2,4, 2)
(p, @)
or
(0, q, 1)

* (p,q, ) denotes (An0,) (OH) (H,0),®.
b© : An02 @ : OH, O : HO.

31 BENMASARRED ERE T
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250 T T | | I l(2 )
p-q
(a)x (Uo,) " (OH) q
x
X
200 o"
— ¥# —
. < {(b) § (Np0,) ) (CH) q(zp"”
:b xx
| < X o -
150 »: x©
, > o
+o 5< )
5 v Pu0,) (OH) -
- 100 |- oy 87 ((i)x(u S
o v X
el vi i:{- XZ"'
g AR o (1,0)026]
5 A0 L0 o o (g .
v ]
ne ¢ D;’D'” m (%,.q) [26]
uoo v m] . d
g 10 i+t s (3.9 [26]
O — AD + 50 4 (3,Q) =
A0 o0 v (4, q) [26]
O ovv v (4,Q)
Qoo . < (5, a)
(=] Vad + (6, a)
0 — A > (7! q) N
SDE‘ < (8,(])
O 4 (Q,Q)
Eoo X (10,CI)
0 e ] | | | | 1

0 9 10 15 20 25 30 35
aq

32 ETFMTLYTH Lz A (VD KRS ERED 8°,
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Logarism of concentration

| ! T |
UVI) in 0.5M NaClO,

Total
(1.n
- = @n

B 3-3 UVI) OIRMERE B UK 45 fffE oD 3 )
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4. FE
4.1 AR OEL D

ABFRIZ BT, SHERBA AL DMK SERROKEEF TCORERLEEZHONITT
2z L#BMELT, AVOBEMERIEZITY L EbIZ, T7F=NAF DMK
- REHEBRE L

Zr(VIDOBARERIE 2BV T, A AV RE 0.1M, 0.5M. 1.0M OF XKD T pH

125 14 ETCELIWT ZxAVOERELTE Lz, RBEOZERIS > T, L
BORBRD 7 ANE—ERNT, HEBRAFALTHD T L 2B L, BohiiEi
FERIE OFE T b REEERE £, RO AREER B 1, B3R T, SUBME & HBERAT L7,
FOWMR, BHEOUEEIIEREHEICI - THRVERLTFREERSDZ L, TOR
e LTRBEFEDOEY, o FORE, FiHEEL2ENBLZDNE Z L2 ERY
bhdirotz, £, IEROWRTHEET D EELX DN TS Ir, (0H) > 72 ¥ O LiZEEE
ZOWTIX, BRELRETASEOLERE T TIREOTERIERT 5 2 LIZRETH

V. BOFERFRETAILERDBEZERRLNERoT,

—F. T I F=RA G OMARSEEZICOWTIL, B2 6D 7 7F= RA 2 Vi
OWTHE SN TWBEERMONMAKSBELERT L. AHRERE T 2 L5 TFRZEA
fr, BNH, BESEROET AL LTRBENEMEERET AR, 6 DT 7 F=FAF
L DEREMASTRITIE L. 2 OMASRERE TR Ui, 5 bNiikSiEis
BAWT U0V OFEMFEZ TR L, HEME & IEBRE LSRR, BERE TIRAEENRL
—ET 30, FHBLOT S VEEE TR PN S WS RENREE L 0 E 258
ABRROND &, FOREE LCiHan S FOEEBREZLONDZ EREPHLNE
o,

4.2 5% ORE

AFROFER, ZMERBA A Iz onTiE, an s FRRT v—BER LTI &,
EEEOE WA FET —F 2 RET Y > UIEBREZRIETHIENY Tk =
BA FRRY v —DERA B =X 2 ERBICH LT B BERDD 2 & 2/ L.
o T SBITBIZZORERRENVEEZZDND AMOT 7 F= FA 42 M6 UIV),
Np(IV), Pu{IVHZ DWW TR ORI ZED D LER H B,

- B RA A OWHRHE R OEFIRBORE & FHh

. BATEBA A DEEROETF AL
- BMERA A2 OBSFET — F OEEETHME
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