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Study on Solubility of Transuranium Elements, III
Hirotake Moriyama*
Abstract

In support of the safety assessment of geologic disposal of high level radioactive wastes, the
solubility of transuranium elements was studied. @ The ionic strength dependence of
solubility of PuO,*xH,0 was measured under a reducing condition, and the solubility product
K"sp was obtained. The obtained XK', value was found to be much smaller than that
predicted by Rai et al. from its dependence on ionic radius.  Also, the systematic trends of
complex formation constants of actinide ions were examined by using an improved hard
sphere model. It was found that the systematic trends of the literature values for actinide
ions other than An* were well explained by the present model.  The reliability of the

literature values for An* would be checked.

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

JNC Liaison : Waste Management and Fuel Cycle Research Center, Waste isolation Research
Division, Radiochemistry Group.

*Rescrach Reactor Institute, Kyoto University.
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1. 5

FERERE OBLED S RAET 28 L VESHEREYIIR, X TV AN
2IECODETIVDYLIBY S CENDPENETEENTNS, Z0ED, Zh
SDBEEMERET 5 FHFEE LU TEIRINTVAHBUSOREEZFMET 212
Hizo T, BEMTHARZFNEEOB VWEY I AR OMBREH TORFH 2
HEL, TUTTFHAITA ZERRTTRERO TS, LALRES, IN50OTHE
WP EAHE OKBIRT TR EDD TEERLEREH 2R L., FORBIZS LA+
ATHB, ZOEMT, EROBELVWHYBZBITFRIOBESICEL W, HEHL
BBRTOLNS LD BMPITETHEE VDN TEYD, BTEOLEEEB L UBTH
HIZET5MANRERD SN TN S,

BREROMER. BREOXNEHRT 2 LTERNLZEETHD. IMAIMMFEEK
CHEREHEEDDLHBILOAVLNDE I LNH 0T, ELDTEERETH
B, INETRKHEINTWBHI & LT Figd-1 IZKFIL= 4 DY 2 F = REE LY
(AnO,*xH,0) DB K, OREMEZRT[1-5] K, BEINI-D)OFEERTH
%,

AnO#xH,0 = An* +4 OH'+ (x-2) H,0 (1)

I THEBNIIEMEREZRL. B3 T EER2EHRELEDOOEHZRLTY
%, Rai 5OXE[IIICENT. TOBEOBMBERIIA T L EELBMEREORN
WEBRZBERERD S EINTWSE, LALAERS, Figll IZRTE312, BRED
MAETHHT LD ZOBEREHEILVEREMRREINTV S, HEBLRSDTDH
NDEBBIIBETELEONTWB &N, KFILE 4 HOT 7 F= RE{LY
(AnO,*xH,0) DEMFER K, OEHEELZMRTEIENBELINTNS,
DX BRI ES, FHRAICBNW T, ETELOBNEL T, FEEE[6)IC
BlEBEE PuOxH,0 DUMERM K 2HBICRDB I & & Lie, O, FEEE
BWTIHBERIMECLSZRENTONZNA F U MEREERRE I N TV,
S7EDT, FEERFAEMEIC L > TAF VBEREERZRAELEZ., £/, 20
BEIEL T, P7O7F AT DEERERICBI I RKEEZBNTEIIEEL,
MARSBERICH U THA SN EHWERERET NV ERAWT, SHEREROREHE
TR LTz,



2. BEXHERBETIRBIS 7NV MU LAOBEMRERNE

21 B

TR o A OB, BEAER TR A I OEROBERIHEL ST <,
BEEOHES L IIEEERS &, BREROERZENE SRV, foT,
ERAEEOHIE L & ICBREBORENFTARTS VD, AFEISNTIZENTH
AW Lo TREBORERTOICEELTVS, EEIBTERETTO
PuOsxH,0 DEME % BEMETRE L, HBi0D/0, REFIFEMECES
WERFD & E L, £, BEKERO AL BESTLLIEE I &IKD,
A VBREREEERIE LR,

2.2 KRB
(DB IEROFAR

BEHOREE LT, BEFEORRTHELENZDD (PuOsxH,0) ZRWz, H
5,10ml R T L EF 2 — T IM NaClo, %) 3ml AL BELH & LT 0.05M
™ Na,S,0, % 200pl AN Z 7z, T OEMIT 10°M PuOL(ClO,), % 1ml NX, NaOH, HCIO,
ZHWT pH 2B LE, ZORBKBEELN 1 EMARELZR, #ZI NaClo, &
WAEMAZ T A BES 1=0.5,1.0, 2.0M IZFREL /= O & @BEFEIC X 5AEIKEA
WL,

AEIIANAMEBTE () HOFEHEZFIIEHLZWTHW, #MK3Z I
H R Bh— Ry DRKE G20 BITHELZB, BEIURY - URF Rt
8 MILLI-QU YAFLRE> TESHIIBHLEbO2AWE, RRIIJO0-TRy
7 A (EFEERTE, MDB-1.5B) WTITW, BMRERUOIEBERBOZELZPRT S
72T At HABHEK T TiTok. KBATVRER. 7770w hOFE[TICX
ORELURESH S AEE (ZIREM: 1.0M KB | 0.9M NaClo,, 0.1M NaCl | AgCl,
Ag) ZRW/Z,

(2B ERIE

SHBIKEHE 25 1CT—EHRIRE S I €428, pH, (=log[H'DB L CEMEET
EMNEPREL., BHEO—E 2508 0TE 3000 DBRAABET 4 VI — (HEIVRY -
J 25y R TEOLAB (6000rpm) L. A 10u1 %2 v — L L TEREZE L,
T b2 A OKERE R R E AR S THIE Uz, AR T N2 L DBERE
FEIISRANTTIE D YL ERT (BREUYERT. UV-3100) THIE Lz,



23 R -BR

TN S LDWERE
BONTBMEDRKRE Fig2-1 1T, BIEELBMNOMER Fig2-2 1737, JIV b=
TALADREPEEIZEEL TWEINE DN EHRBIT 22D Moy LBE DR
ESRMREEEZNIE L. TOBE, Fig2l ZRTIIZ, 30 AU LOHIMIZH
WTIHBEIEEICAZRETREDLNT, BIFFHITEEL TWA 2 &R I N:,
7z, WMHEPOTIN SO LAN M TH 3 Z RN TES L TRIES N,
ZOEERMERAEC X > TRES Nz, BREEFREMRZ. BRI VEHD
BS54 OEMTH S Z PRI N,

Q)IEMRERORE

BONBEMEOHEREZRAWT, ZOERRICBIIODEMRER K, 2RO~ 4 h
OBEMERIIC-DRNTREINSGD, WEINZTINNZTLAFT R 3 MTH3
EPMRINTVNBDTRARDEBIE I > TNWBEEZEZALNS, DD, 31,
4 EOBILBRITISCRZAND Z Lz k> THRBRERZRD .

PuO,*xH;0 = Pu* + 40H+ (x-2)H,0 ‘ (2-1)
PuO,*xH,0 + & = Pu® + 40H+ (x-2)H,0 (2-2)
Pu** 2 Pu* +¢ ' (2-3)

2R, CHROFEEREZZTNENK, KT E, @DROBMEREK, I3
log K, =log K, +logK, (2-4)

TRIND K IZDW T, B E T EAL O IHME(0.978 = 0.005 (V) (I = L.OY9]) & (2-5)
N HRD Tz,

AG =nFE =-RTlnle”] (2-5)
7z KIZDOWTE, ERERZ2Q2)NICE DTV THITL TRD 7~ (Table 2-1).
QYERERIZ DWW TOINEME & O

Fig2-3 ICAERTESNBMERSMEMEE 2R UTRT, HENIBMER
iZ Debye-Hiickel HB[10]1&EZBIC AN THIE L7z, Bd1 4 2 MEERT, S5
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B 5 N7 EMEEFEIX Capdevila[4] 5 OSEMEIZIEWEZ/RL TWS. Kim 5[S|OWE
BREFETELNZEICEARTEL, WIT. Rai[11]% Perez-Bustamante[12] DR &
BNV BEVWEZRLTNWEZERDNS, ZOTZEEERENF. BITFESO
HAMNSEBR U, Perez[12]%° Kasha[13|OBEIIEEP O T b LIRXTNT 4
HETHDERELTHED, FOHER, PuIV)DORMHENEE ST NS 20 ITEMRERN
BEICAELONTVWE EEZL 5N, ZIUTLRT, Rai[ll], Kim 5[5]. Capdevila
5410868, SNV PV AOBREREHEG LBERL TWS. TNTNOH
B ONWTEREGDENE Table 2-1 2R L7, Rai OXRTIRERZEELLT
BY, WEEAOEZENRTMICEBINTVWARANI EPHETH S, £&, Kim 5
OEBRTIE. TV b2 AOHBRENEEIZTEVWEDICRY T —PI A1 R
FRUTWAREREENS O, BMHARY MVECXZREOWMEICH > TRY v—
R0 RIZKBIEOHE TIEMENB/PIME N RABMELEZL 5N 5. 138,
Capdevila b OXEREIIAFEDOHREL S —HL T2, EROHERLAETA
<, EFBEBITEME Pu(V). Pu(VDOBEMNSEIE TRDTHY., ERLTVWA
WEIZEERS D, —F, SEOERTIIIN v AOMEE 3 HickEEnk
REETERZT>THD, TORERBRITEMEENL THEA EHEZERTED
FEOERZERIVHRL TV E, BEMEPTREMEORR THRENHER SN
TWAZENLEENERSNTWAEAT, LDERZENRESNLEEZ NS,

(4) Ton interaction coefficient (& (Pu®, ClO,) ) DX i D FEAH

QDRI DWTA A L REORMIEZ SITHE[10]TIT 5 HE . 1= 0 DERFER K, O
EXe-6)x:NTEREIND,
log K%, = log K- 20D + [ £ (Pu*, CIO,) + 4& (OH, Na") ] I, (2-6)
T T2 D id Debye-Hiickel 18, I IZEETINIBERET . Fig. 2-3 KRENLERD
fEE (-1.15+025) &, -[e (Pu*, ClO,) + 4 (OH, Na")] IZHHH TS DT, ¢ (OH, Na’)
DfE 2 ] HEME[10]20 5
g (OH, Na*) = 0.04 = 0.01 (2-7)

93 &, ¢ (Pu™, C1O,) DB,

g (Pu*”, C10,) = 0.99 = 0.25 (2-8)



ERDEND, XiR{EIEe (Pu®, ClO,) = 1.03[20], 0.82 = 0.07[4] TH ¥ FIIZFE W EA
Bk,

24 £&8
BILESBETIZBWT, PuO,xH0 DEMELZRHIEL. BRREFERDE. FEE

EICBEEICR> THRONLZEELET 220, FRAEICLSHERZTL. 1
A IRERTFEEE Uiz, TORR, BEFIA SRR & 5 E IR 51T,
BONEHRIFEETHD ZEEWRB LI, £o, 13 VBEREES SIT T
WMETDIEICEo T, 1A REQICBITSBEMERDEE 1ogK’,=-58.06 = 0.30
ERDTe. TDEN, 1 F 2 FEEANOEKFIEDRHL & 72 - 72 Rai[11]DfE (-56.85+0.36)
WHRTEDDTNINWI EEHR L.



3, 7 UFRAF 2 OMKSRER DM

3.1 BW

FIFZRAF Y OBMBELIEMT BITHZo Tid, BHREREIDEA A, MK
DIEERCHEERERREDT I BRI EMBETH D, LALRNEL, In
FTOWETIRERT—FNTHTRVbDR., BRT—I VB> THEOEEE
NI ENTVWRVESE BB B, 0L G, {LEENICELL 2T
FEOBANFET—F2RAVWTYETREDLENZEES 2 TFRTH I EALELETDN
5, o T, ERT—IYOFRBELRERT IV FRAFT DWW TI, 1LFERFEL
BlOBERAEGEZRIF LT T EEEDLDTEETHS. ZORFML., EEEIL,
FORMICERBRETNELTORBRAERETINVERBWTTY ZF 1 F 00
KMBEEB DN BN, (LA ARI OBt E 2R LT[6,14]. FEER,
ZhizB[EEEE, REFI AW THERERORREZRNT S,

3.2 WREERET IV

TUZFZRAFAOEEE EROBRBHEEFRCNA T, ERNEQCEREE
D fEFEEONAEEANEB JHEEXNHZ, COkD, FELSITL > THRIZER
ENAEMERESIVISICHZICEDEN ORER2EATE &L, BEER., &
IR EEROBEENS &1 OFENBHEHEEL 7.
BIEERETILICBWTIE, LI F2ELTRTIF R T OEBITKSF
KB T A EDA L., 6 BB OENEFBEEERT2BOEEETSH.
DBPE, FNENOAT VB OVWTOHBEEN ERG AN SBENS,

E = E_Z—Zl (3-1)

s O
I Z BB DOEN. ¢ IFEBR, r FRMRERMOREEZRT. 14 2 HE 0
BT B 0 MRS RERR. DEIE. ZOBAE 6 BATRTHKLFFTHEEE
DEMEDZAENS, BORICL->TEHENS.,

B =exp(-AE/RT) (3-2)

I RIBEMHER., TIHEBEETH S,
T F = KA A OIRSEERR, ORFICBWTIE, TOWBEEN 5 GE-1). (3-



DREHANTHLAZT D THETIFRAT U OEFHERERD=. EL, 7
DFRAFT DT RS U TERMEK 6 DBEOHREE 1 OE[16)2FH L.
BALT 2 KD TFBLCKREBIEY 1 F 2 OERIZDWTIIEET 4 > OE(1.4 X107
m[17,18])) ZTA L7z, —F. TV FZ A F > BRUBMAT ORRBHRITOVW T,
f BFREOHEEANE S TEEORY Th* OB Z2+4 EEEL., K14
231 HEELZ. TOBE, An0,R AnO I TN ENERIBIRE AT L. iz,
KOFOBBFE—A MIDOWTIE, TNZ2EZEMICES BRI THEELE.
TR OFER, Fig. 3-1 IRT KD TIVFRA T OMASEERIIHENDIH
FHEIBBHARTTIVICE D TRSEBEINZ I ENPHLNT B EE DT, Table
31 IZRTEDI. A, AnO,)', AnODEAREVEH L TENTNOEKLD
T, BB 4, 146, 2Mik DARZVWENRELN, ZOIEMSE, INEDAT A
YIEDNTHE, BEOREHAEERBICNAT. ERVERERZED f ETHEOH
EBERAPERICH R EBRELM o T,

3.3 SEAERLE R DB

MEEEORRICEDE, FEERREMERETINVIRE o TTIFIRAF D
FEAERER ZRE L. BFHITR WS84 O 4 BRE R OEI3F A P RE 7 3 E
[10, 19-141]ZFEH L TRD=, QB4 4 BMEOHS MIEREHEO D & TRIE S
NefBzRAWSZEEL., TOEMS SIT HBIZL>TAF2REQDERRD, 7
DEEELZRA L, TOLI LU TRDEHELEREROEE, CO» F, Cl. SO,
NO, DFNTIUT 2T Table 3-2~3-6 IZ7RF,

W ERAMEERETIVIC K 2 EBAREROETITY > T, HEOAD, EE LR
B, 70F R4 DA F ¥ EE L TEME 6 DIRA ORREE 1, OfE[16]%
HRAL, BATEKASTFORRFICODVWTHERES T OME (1.4X10°m[17,18)) %
BlLl. £/, TWOEBERZ+4 EREL. KOFOEHER (057 £ 0.18) Lk
FHEE (7.60 £ 517) EHMKDBEBRDOMHFTTRD SNEEA WL, DL EOS&HE
DB & T, Table 3-2~3-6 ITR LB ERERVKEREERET NV TEHRIND LD
ICNTA-FEED, CO> F, CI, SO2, NO,DFNENEEMNFETETIF
ZRAF I OEFICONT, TIVFLFAFT O ERBIVREMTFAZ > OF
B EEDEEERDE, '

ETNVIC L ZEERTEROBEHOBETZE Fig. 3-2~3-6 ITRT. ZHE5OENS,
 BERERORTER, IKSMEROBEERAUL, REMEREFIcK-T
PROBR<BRINZZEFHASHTH D, 727 L, Table 3-2~3-6 NS HHINB K
12, AnPOBERETINVICLSEERTEHOBFHMELNTUBRLS AN, TOH



OWTIE, AEOEFINBRTAHREOTH o LAEEDH D, MWORETFED
AF B LU TRERENEWCEZER TS L, MEEERCHESHS LD
EZ25N5, EZB A"OBER, METHHRRAELSK. ARAEBRHERZIO
RAEIZBVWTH, BEEOBVWT—F 255 ERAZTREV. - T, SEOD
BHOBEMSET T, EREZHETIZILRRETH D, Aan"iw LT, 4
BEFNOELREZIYER., FLUTHEEOEEER LOMED SHMN2ED 2LE
WD 5.

34 7V FRAF OB ETH

Table 3-7~3-11 IZRT LD iz, H5N/ An™, An™, AnO,'. AnO*DHEZIERIL
ZNENOEROBM TP B3, +4, +1, +2 KD BRELIARBEALH D, BRI
FLELDIZ[614]. 2O &, INEDAF IOV THER OBEMEERIC
MECTEHSHAOBRERHEEANMB ZEickBEEXENS, T T, MEEEL
FREIZ, 5f BFNERERRICESTEERZRTHEREEL LT S EFOHEFE
[142] &5 @RT A D E LD (<o) ZEA L. BREM & OBRZR . Fig. 3-7
BB D<o EKEFEERTFT. ZORMS, LTOIEPBHSNTHS.

e AMOEE., OHIZH L Tll<s/r, DENARFWVWIZE, A5 5t EFORBRIER
RIS TARENRZFNEEZOSNZEE, EYEWMIRESRTNEIE
MAEDHEND, fEo T, TOESRIETFIX2BROMEEANBS D DEE
2B, —FH FR COMTH LT, 0k RkEEIRDLNT., BHERRE
EHOERITIEV.  EFCIABEOMEEERIIDPRZNWENWS ZETHD,
EEAOKRESEMMAFAZ > OBBEICL>TERZDOEZEALND,

s AnMOIEE, OHITH U Tlid<rs/t, DENNEWEEEDHBHRAAEL 2D, AnY
DEEG EHOEMERT ZEARDHNE, ZOEME f BEFICL3BRIOMHEE
ERTREFTERVWBOTHY, SEOEFINOREEHEERTODEDEX
LB, FO—FTLEBVWET—YHEOEREZERT OILEND D, £
B, FEROER (3+) LDKEWEZRRLETYIFZRAA2 (Cm. Bk, Cf,
Es, Fm) KOWTOERT—FIZIEDLDTHRL, FEENENEEEARY,
BHERNEENS,

«  AnO,, AnODHBEAENL. A"OBREEFEEOBEMERT. LZL, ZOHE,
FOFIINAFTUEEORBEOEELEETHILENHLDT, { EFICLSHE
FOMWEERIC DN TZORMERT 2 - SI3EETH 3.



3.5 & B

SEOBFOER, SBERERORHEER. NKIBEEHOBE LRI, ®E
BUEERTETNVIZL o THRDELBREINZ ZEMNHSM ER DTz, fo T, SE
DRRERICL T, BAEREROTRZTD CEDAETH . ZEL, TO—F
T, A AYOBEEREFIVICE B EEREROBRENMBNTL BRI AN &
AWREINTVBEOT, FRICY > TIREBEENNETH S, 2B, SHEHOERMNSZ
TR AR T AREORREFE TS EIIEHETHD, SHRETINOEH
HAHRE, TLUTHEBEOEEEM LOME N SR EZED I NENRD B,



4. ¥

41 FHFEOE LD
BEILHLEETIZBWT, Puo,xH,0 ODFEMELZREL., BHREREZRDZ. MEE
EIBEAMEIC X THELNAEE KT 5720, AEFECKSHEZTH. 1
FUBEREFEERIE Uiz, TORBR, BEMEEAHEINRIcL2ZE3RD5NT,
BONHERITEETHE ZEBMB L. £, AT RERENEE SIT T
METHIEICEOT, 1A VREOIIBTSBMERDMBEE logk’, = -59.03 = 0.28
ERDz, TOEE, 1A FEADEKFEORIA LT -7 Rai[11]DE (-56.85 =
0.36) IHERTEDDTAINWI EEMHERB L.

TOFZRAFT U OHERERDOBITIZBVTIE, TORKENRERERET
WK TR<BERINBI L 2HALZ. COHRE2EICL THEREROTH
BT EDAHRETH S,

42 SHEDOHE
SEIOHERNEFASN LI, ERFHOHE L EBDBEEFHEORERZTDI Z
Wk, BIZETNV RSO LRRDNTD PuOsxH,0 DHEMRERERDBIENT
x3, BREBMOERMKIMERCHEERERNZEDZ2HEBDHAVWENE &
BHBEODTELDTEERETHIEIILEEEZS L, MMOTRITOVWTHEEKROH
EFEDDENEEND,

£/, TIOFRAM A OBERERDBETICBWTHATZ LD, £
ORFERIRBAERETNVICE > TES<BHRINSGN, 20—FTiE, Anv 0
EREREEMLTUDELBNIENRINTVWDS, TORIZDOWTIE, 5BTF
NDES2EWE, 2L CHEMBOFEEN LOMEN SRFZED 2 BERDH 5,
FTNEEDBIT, St BETOIRKEEFRICE U TEBRIZB AN S OREF2ED. 1k
FHARCBIOFEBEEZE DD I EBMRETH S,

it &
ARAOBRTICH 2o T IWETTEIER (RERZRTFERI) . BFERTR

(RBRERERTZEHRFR) 2R 0D, £2<OH4OHEHZ2RE~2, BLUTRH
5,
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Table 2-1. Solubility products of PuO,*xH,0

Media log K, logK’,atI=0 Refs.

Nitric acid -56.85 036 Rai [11]

1.0 M HCIO, -60.73 = 0.05* Kim [5]

0.1 to 3.0 M NaClO, -583 =05 Capdevila [4]

0.062 M HCI -55.1 Kasha [13]

1.0 M HCIO, -55.2 Kasha [13]
-47.3 to -56.3 Perez-Bustamante [12]

(oversaturation)

1.0M NaClO, -55.96 + (.19 This work

(undersaturation) _

0.5M NaClO, -55.40+0.18 This work

1.0M NaClO, -54.25 = (.16 This work

2.0M NaClO, -55.98 = 0.18 This work

0.5 to 2.0 M NaClO, -58.06 = 0.30 This work

*Recalculated from the experimental data by using the SIT. corrections[10].
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Table 3-1. Effective radii and charges for hydrolysis species.

OH
H,0
Th4+

P a4+
Pa0,"

U 022+

NpO,'
N p 022-1-

1.4
1.4

0.932
0.906
0.78
0.889
0.73
1.011
0.874
0.75
0.72
0.995
0.859
0.74
0.71
0.98
0.73
0.97
0.955
0.945
0.934
0.922

-1
-0.567 = 0.180

4

4.523 +0.173
2.579 = 0.288
4.368 = 0.145
2.428 = 0.089
3.135 = 0,409
4.342 = 0.137
1.599 = 0.786
2.391 = 0,100
3.356 = 0.373
4268 0.115
1.750 = 0.322
2.374 = 0.084
3.129 = 0.252
1.280 = 0.400
3351 0242
3.371 = 0.367
3.446 = 0355
3.486 = 0.349
3.702 = 0.324




Table 3-2. Selected equilibrium constants of actinide jons complexes with CO,2.

Log B,
ion number average of calculated
valency species interaction of literature value reference
coefficient® data data
An(III) AmCO." 0.17 1 7.80 7.53 10
CmCOo,’ 0.17 1 7.94 6.88 19
Am(CO,),  -0.05 1 12.3 13.04 10
cm(Coy, - 0.05 1 1131 11.73 19
Am(CO,),  -0.15 1 152 14.80 10
Cm(CO,),” -0.15 1 12.74 12.82 19
An(IV)  ycoy,” -0.3 1 35.74 35.77 20
Th(CO,), -0.3 1 32.33 32.33 21
U(CO,)s™ -0.3 1 36.86 36.83 20
Np(CO)S  -0.3 1 3662 3662 22
Pu(CO,)s -0.3 1 36.05 36.05 23
An(V)  nNpo,co, -05 10 4.94 4.53 24-30
PuO, CO,  -05 2 5.18 5.18 31
NpO, (CO,),” -0.15 8 6.77 6.88 25-30
NpO, (CO,)." -0.62 5 5.10 517 25,26,28,30
An (V)  UO,CO, 0 1 9.68 9.87 20
PuO, CO, 0 3 10.27 8.75 32-34
U0, (Co,),~ -0.02 1 16.94 17.55 20
NpO, (CO,),. -0.02 2 14.25 14.25 35
PuO, (CO,),~ -0.02 3 "14.70 15.29 32-34
U0, (CO,),  -001 1 21.60 21.13 20
Pu0, (CO.).~ -0.01 2 17.60 17.71 33,34
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Table 3-3. Selected equilibrium constants of actinide ions complexes with F

, Log B,
ion number average of calculated
valency species interaction of literature value reference
coefficient®  data data
An(IIT) AmF 0.39 1 3.40 - 3.32 10
AmF,’ 0.17 1 5.80 5.84 10
An(IV) ThE 0.49 6 5.76 5.07 36-41
UF"' 0.49 4 6.30 5.18 20,40,42,43
NpF ' 0.49 5 5.88 4.95 41,44-46
PuF" 0.49 7 5.69 5.40 47-51
ThE,” 0.39 5 9.64 9.35 36-40
UE,” 0.39 3 10.43 9.55 20,40,43
NpF,”* 0.39 4 9.65 9.08 41,45,46
PuF,”" (.39 4 9.85 9.99 48,50,51
ThE," 0.1 2 11.45 12.06 38,39
UF,” 0.1 3 11.99 12.34 20,4043
NpF," 0.1 1 11.55 11.62 46
UF, 0 1 13.87 14.32 20
NpF, 0 1 12.88 13.35 46
An (V) NpO,F 0 7 1.43 1.49 52-56
NpO,F, 0 1 2.18 2.15 54
An (V]) UO,F" 0.29 6 5.17 4.80 57-62
UQ,F, 0 6 8.71 8.76 57-62
UO,F, 0 1 11.19 11.05 57-62
VO -0.08 3 12.32 12.49 57-59,62
NpO,F" 0.29 5 5.11 4.36 53,61,63
NpQ,F, 0 2 7.55 7.87 53,61,63
NpO,F, -0.08 2 9.67 9.71 53,61,63
PuO,F" 0.29 3 4.61 4.13 53,61
PuO,F, 0 2 7.28 7.43 53
PuO.F, -0.08 2 8.98 9.04 53
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Table 3-4. Selected equilibrium constants of actinide ions complexes with CI..

Log B,
ion number average of calculated
valency species interaction of literature value reference
coefficient® data data
An(II)) NpCl* 0.39 1 - 1.67 -0.61 64
Puc 0.39 4 0.57 -0.86 65,66
AmCr 0.39 1 1.05 1.05 10
CmCl* 0.39 2 1.16 1.16 65,67
NpCL,’ 0.39 1 - 1.30 -1.83 64
PuClL,’ 0.39 1 -3.03 -2.32 66
An(IV) Ther? 0.49 10 1.25 1.34 36,37,41,68,69
val™ 0.49 14 1.40 1.47 70-75
NpCl™ 0.49 6 1.25 1.59 41,76-78
pucl’ 0.49 8 1.00 1.14 50,79-84
ThCL” 0.39 6 1.22 2.07 36,41,68,69
v, 0.39 2 2.35 2.31 73
NpClL,”* 0.39 5 2.28 2.56 41,76-78
PuCl,” 0.39 4 1.48 1.65 50,82-84
ThCL,’ 0.1 5 0.65 1.43 36,68,69
NpCL.” 0.1 1 2.44 2.13 76
PuCl,’ 0.1 2 0.92 0.76 83,84
ThCl, 0 3 -0.11 0.18 36,68,69
ThCl. -0.08 1 -1.33 -2.44 36,68,69
An (V) NpO, Cl 0 8  -0.88 - 0.33 56,77,85,86
NpO, Cl, 0 4 -1.02 -1.29 77,85
An (VI) vo, I’ 0.29 25 0.74 0.17 74,87-95
NpO, I’ 0.29 7 0.15 0.03 77,94,96-98
PuO, CI' 0.29 4 -049 -0.19 94,99-101
U0, Cl, 0 4 -0.69 -0.30 94,95
NpO, Cl, 0 2 -0.63 -0.57 94,97
PuO, Cl, 0 4 -0.41 -0.26 94,99-101
Uo, Cl, ¢ 1 - 217 -2.25 95




Table 3-5. Selected equilibrium constants of actinide ions complexes with SO,2.

Log B,
ion number average of calculated
valency species interaction of literature value reference
coefficient®  data data
An(IIT) PuSO,” . 0.22 6 2.61 2.43 102-104
AmSo,’ 0.22 1 3.85 3.11 10
CmSO," 0.22 9 2.60 2.12 55,105-110
Pu(SO,), -0.05 5 4.46 4.42 102-104
Am(SO,), -0.05 1 5.40 5.77 10
Cm(s0), - 0.05 7 355 379 55106,108-110
An(IV) Uso,” 0.3 1 2.57 2.56 75
NpSO,”* 0.3 2 6.51 6.16 111,112
PuSO,” 0.3 1 4.80 5.56 79
Np(S0O,), 0.3 1 11.70 11.87 111
An (V) NpO, SO, 0 7 0.44 1.38 54,56,113-115
An (VI) U0, SO, 0 9 2.39 2.00 58,88,89,116-118
NpO, SO, 0 8 2.32 2.32 112,119-121
Pu0, SO, 0 1 3.36 2.33 121
uo, (C03)22' -0.12 6 3.53 3.51 58,88,89,116,117
Uo, (CO,),~ -0.12 1 3.98 412 116
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Table 3-6. Selected equilibrium constants of actinide ions complexes with N 05

Log [3,10
ion number average of calculated
valency species interaction of literature value reference
coefficient®  data data
S ANlD  pyNo 0.39 1 1.79 0.44 122
AmNO,” 0.39 1 1.33 1.33 10
CmNO,”" 0.39 3 1.36 0.96 107,108,123
PuNO;), 039 1 1.54 0.36 122
Cm(Noy,”  0.39 1 1.19 1.39 108
Pu(NO,), 0 1 -2.07 - 0.84 122
An(IV) ThNO, " 0.49 5 1.72 1.56 36,37,124-126
UNO33+ 0.49 12 1.14 1.54 122,127-130
NpNO,”* 0.49 8 1.15 1.44 76,77,122,131
PuNO.” 0.49 13 1.64 144 50,79,82,83,122,
131-135
Th(NO,),” 0.39 4 2.71 2.60 36,124-126
U(NO,) 22+ 0.39 11 2.30 2.54 122,127-129
Np(NO,),”! 0.39 6 2.19 2.36 76,77,122,131
PuNO,),” 039 10 2.91 235 50,82,83,122,
131,133,135
Th(NO,)," 0.1 3 2.54 2.49 124-126
U(NO,)," 0.1 7 2.84 2.38 122,128,129
Np(NOp,t 0.1 4 1.95 2.09 76,122,131
Pu(NO,),” 0.1 6 2.23 2.07 82,83,133
" Th(NO,), 0 2 1.58 1.86 125,126
U(NO,), 0 7 1.57 1.69 122,128,129
Np(NOGy), 0 3 1.57 1.30 122,131
Pu(NO,), 0 3 0.82 1.27 122,133
ThNO,)s -0.08 1 -1.33 0.08 126
Th(NO,),  -0.08 1 -0.96 -2.23 126
An(V) NpO,(NO;) 0 4 -1.35 -0.91 56,77,86,122
NpO, (NO,), 0 1 -2.14 -2.36 77




An(V)  yo,NO, 0.29 9 030 145  87,88,91,122,
136-138
NpO,NO,”  0.29 7 -0.40 -1.08 77,96,122,139
PuO, NO, 0.29 3 0.35 0.16 101,122,140
UO,(NO,), 0 1 401 -3.44 122
NpO,(NO;), 0 1 -3.06 2.72 122
PuO,(NO)), 0 3 -031 -0.22 122,140,141




Table 3-7. Effective radii and charges for carbonate species.

T

z

COz2
1,0

Th*
Pa*
Pa0,’
U4+
U022+
Np3+
NP4+
NpO,*
NP 022+
Pu3+
Pu 4+
PuO,’
PuO,*
Am3+
AmO,”
Cm3+
Bk3+
Cf3+
ESB-!-
Fm3+

1.723 = 0.018

1.4

0.932
0.906
0.78
0.889
0.73
1.011
0.874
0.75
0.72
0.995
0.859
0.74
0.71
0.98
0.73
0.97
0.955
0.945
0.934
0.922

-1.369 = 0.026
-0.57

4

4,129 +0.032
2.679 = 0.043
4.119 = 0.033
1.913 = 0.031
2.440 = 0.064
4.099 = 0.033
2.005 = 0.112
2.511 = 0.039
3.329 = 0,040
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Table 3-8. Effective radii and charges for fluoride species.

T zZ
F 1.923 £ 0.015 -1
H,0 1.4 -0.57
“Th* 0.932 4
Pa™ 0.906 —
Pa0,’ 0.78 —
U 0.889 4,036 = 0.055
Uo» 0.73 2.858 = 0.048
Np** 1.011 —
Np** 0.874 3.968 = 0.054
NpO,* 0.75 1.908 = 0.077
NpO,* 0.72 2.732 +0.057
Pu’t 0995 —
Pu® 0.859 4.103 = 0.090
Pu0O,* 0.74 —
PuO 0.71 2,670 = 0.056
Am”™ 0.98 3.473' = 0.085
AmO,’ 0.73 —_
Cm™ 0.97 —
Bk** 0.955 —
Cf* 0.945 —
Es* 0.934 —

Fm™ 0.922 —
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Table 3-9. Effective radii and charges for chloride species.

T Z
Cr , 2.329 = 0,013 -1
H,0 1.4 -0.57
Th* 0.932 4
Pa*t 0.906 —
Pa0,’ 0.78 —
U 0.889 4.119 = 0.169
U0, 0.73 2.177 = 0.104
Np™ 1.011 2.936 = 0.159
Np* 0.874 4,204 = 0.111
NpO,' 0.75 1.895 = 0.167
NpO,* - 0.72 2.115 £ 0.170
Pu** 0.995 2.831 = 0.159
Pu* 0.859 3.994 = 0.109
PuO,’ 0.74 —
Pu0,* 0.71 2,208 =0.170
Am* 0.98 3.796 = 0.355
AmO," 0.73 — .
Cm™ 0.97 3.862 = 0.355
Bk* 0.955 —
CE* 0.945 —
Es** 0.934 L —
Fm® 0.922 —

—31—



Table 3-10. Effective radii and charges for suifate species.

I

A

SO
H,0

Th4+
Pa*™
Pa0,’
U4+

U 022+
NP3 +
Np4+
NpO,*
NP 0221-
Pll 3+

Pu 4+
PuO,*
PuO,*
Am3+
AmO,’
Cm3+
Bk3+
Cf3 +
ESB-I-
Fm3 +

1.611 £ 0.179

1.4

0.932
0.906
0.78
0.889
0.73
1.011
0.874
0.75
0.72
0.995
0.859
0.74
0.71
0.98
0.73
0.97
0.955
0.945
0.934
0.922

-0.8614 = 0.105
-0.57

4

3.033 = 0.271
1.900 = 0.133
4,204 £ (0.238
1.707 £ 0.185

3.226 =0.152

2.892 =0.163
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Table 3-11. Effective radii and charges for nitrate species.

I Zz
NO; 2.209 = 0.040 -0.960 = 0.028
H,0 1.4 -0.57
Th* 0.932 4
Pa* 0.906 —
Pa0,' 0.78 —
U 0.889 4,035 = 0.098
uo 0.73 1.232 +0.195
Np™ 1.011 —
Np* 0.874 4.006 = 0.097
NpO,* ' 0.75 1.495 = 0.190
NpO,* 0.72 1.423 +0.192
Pu’ 0.995 3.363 = 0.113
Pu® 0.859 4,022 = 0.097
PuO,” 0.74 ‘ —
PuO,* 0.71 2.096 =0.192
Am* 0.98 3.830 = 0.415
AmO,* 0.73 —
Cm* 0.97 3.650 = 0.193
Bk™ 0.955 —
Cf* 0.945 —
Es* 0.934 —
Fm* 0.922 —
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