PNC TN8410 97-022

NEL

BV Y 2 T AOBREHED -0 D
AmiZBET 812 T — 4 X — 2D

199743 A

1) AR Y Y & 3R R il
| R B F OE W



HEXFIOBROAFILEO VTHE., FREEBHAOWADET I,
T319-11 RPEWEERREFEH AFERF 4 33
BHAE - MERH R EER
HiEEZEM (Tokai Works)
RAWEAREEN BWMEEE

{Tachnology Management Section)

Inquiries about copyright and reproduction should be abbressed to:
Technology Management Section, Tokai Works, Power Reactor and Nuclear Fuel
Development Corporation 4-33, Muramatu Ooaza, Tokai, Naka-gun, Ibaraki,

319-11, Japan )

Bi1F - i BAFREH M (Power Reactor and Nuclear Fuel Development

Corporation) 1997




N ] # 9 #H
PNC TNB8410 97 - 022
1 869 7 # 3 A

EVAVERIHELA Y 27 AORAEEEO D0
AmlB 480027 - 1A - A0

Developments of Thermodynamic Database of Am for Performance Assessment of
Geological Disposal System of High Level Radioactive Waste

WmEE E FE

E "

= VAUV B IR RO 2 IRIRYD £ EHICRT T, EIREFEGO 7 » DR
F—2ELTEOEREDOS Y. RELABNEF—FPRBELINT VWS, 22T,

(75 LUV B R Y B A T B R O R EE - TR 3 FE — ) LIk@m L
TELBNFET— X—Z (PNC-TDB :PNCDThermodynamic Database) @ BE L4
- EIREEDHTH S,

PNC-TDB £H1 5 AniC e 58 1% 7 — 7 DB K EBat tel le-PNLIAFERT D 7 —
S THBN, BFEE->TOECD-NE ANAnC BT 2 8NET - Y BHEEEL:
NELD. THhERBRFTIHENRTTE, RPEETIE, AnDRA%EF—
FIZDOWT, MR OBEN SR - RE LA 70T FOERELHES 5,

* B2 - MBS EEN REHEER
RIEDINGRSN HENSHREE



PNC TN8410 97 - 022

1. QB LSHDID coomereemem e o e e
2. PNC-TDB OAmCT 37— 7 BUFF DML e
2.1 AMTKEBAEAITE  oveeemrmememmmmmmmme o rs s oo e s oot o e
2.2 AmpRERIEZR et
3. BIHEDTES  ----oomerrmmmmm e
4, OECD-NEADAmicBEZ 3857 — & BIlEHES & O gRet -
4,1 AmKER LI T — F 12D W T ORI oo

4.2 ABOHCO, (cr) DIIKSHEREEE & U MBS e BE I IC >V TDMRES -

5. MOANCRIT BT —FIEDVTOMET oo
HIEHALERRIC DV TDF —F  vevveemmmmmmmsms oo

1
1
1
1
1
1
1,
2
2
2
2
2
2

HiRREE 1A

B
L2 ANTUP UARMIBE(R oo
.3

A HEREEE, T UALMEER oo
B U VBREEHR o

6 FA LT LERIR oo
= N (o b e

.1
RN =T 2 R — I
3 BRAEH, RUACH, FAEH s
.4

BRIt



PNC TNB410 97 — 022

#1

X1

& 2

X 3

XZ H R

B X NI AT D W TOIIEF = §  oooermommrmomosssmrmomseeece 10

PNC-TDB DAB(OH) 5 (§)F5— & woreeremveremsmmsmmssmmsmmecmes e 1]

NBA-TDB(Am) & ODLLEE—AR(OH) 5 (Cr) —  covesremssemsnemsossmemsconnne e 12
NEA-TDB(Am) & ODELEE~ABOHCO; (Gr) —  -orooesemesssressessssssnnsnnesonns 13



PNC TN8410 97 — 022

T A VEENHELAY A T AOERER0LH0
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1. FLHIC

& LAV BRI B AL TI R OSE 2 IID § EDICHI T, BREFIOHOE
WF— 2L LTEDEFEOSV., RELBANETF—INLELENTVS, £
Ty 5 VSV R B NS FREROBNREE - R 3EE - (FREE
M, 1992) PR L CEABNET —F X=X (PNC-TDB :PNCOThermodynamic
Database) (¥ 5, 1992 %) ORE LB « B ZED TV 5,

PNC-TDB (=454 2 AnicBE§ 28 /1% 57 — ¥ O I3 K EBat tel le-PNLIFRFA D T —
I THHMN., BEICIE->TOECD-NE AMANCET 28N T — 7 EMREE
(Silva et al, 1995 ; LITFNBA-TDB(Am) &) ZABL/id. ThilkEkiadd
BUHENRTTE, AREETR. MmOBNEF -7 >0 T, HEEFMOHEAN S
B BELAT-710T, 2OEEEHET 5,

2. PNC-TDB MAnIcBiT 65 —~7 RUZ O HHA

PNC-TDB i 35id 2 AmicBEd B B 17 — ¥ O g3 K FBat tel le-PNLAFFLRR D 7 —
Y THB, ChboiR. UTOERICIVBEONT -7 ThHD. EBRFH - fBirFiE
LBRELBLDOTHY., EETELTFT—SEFEZILON S,

2.1 AmkEs{t4HR (Rai et al, 1983)
AEBSHIC BT 2000 G)OBRRERMENSBONLF—¥Thh . EBREMH
ZHLITOEBDTH B,

- SR ; N.-8 %, Ar- 929%, 0.-<0.01%, C0.-0.02%

-[EHE 5 'Am P AR FREFND R by ZEEICNaOE A TRfaFIERER O —o
ELTERE
BIEHREHEIZIRD THEE. pH12. 97T Am(OH)s(cr). pHT. 54, pHY, 61T
E— 277 <, An(0lD)s(am) ELHEES NI,
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« {18 ; 0.0015mol/1-CaCl.iS#IcNaOH, HC1A&FM L 7ok CGRAafD)

. BRI ; 3~23H CREEFD . 7 B GBS

« pHEGPH ; pH 7 ~13 (GR#EFD) . pH8 fhilr (&fa¥m)

RE ; EiEB@2 £2 °0)

cEBEAE 5 0.0018 un(43iEi s> FE25, 0004HY) DI/77/74h-Ic & HiEE
 AMEEE ; P'An- @ BRIEYAV-Vasht -, An- SR Ge E B kR 23
« AF BERIE ; Davies I (25°C) (Davies, 1962)

Vi A ;0,509
- 0.3« Ii; 41 A4 v DER
1+ v u

log yi = AZi®

LZRTF— 220 TROEHVWTE/P T EEIC LB —T 74 v MTkb,
log[Amio 1] =1log[(Am**)+(AmOH®*) + (Am(OH) . * )+ (Am(CH) 2 °)] R ()

TRRIGROEEEREEE L1,

An(OH);(s) = Am®** + 8H.0 - 8H* logk= 17.5
Am®* + H,0 - H* = AmOH®** -logk = -8.2
Am** + 20.0 - 2H* = Am(OH).” logk= -17.1

Am** + 3H,0 - 8H" = Am(OH),(aq) logk= -27.43

2.2 AmRBRIER (Felmy et al, 1990)
Pco.=10"%atm }=35iF 3 AmOHCO, (cr) OBEBEME, OB oM F—FThh . &
BEMEEDITOLEEBDTH B,

« FFHES ; Pco.=10""atm

« [E#8 ; AmOHCO, (cr) XRDITTHERR

» fieA8 5 0.003~0. 1mol/1-Na.C0, (GEAaFD)

RIEHME ;. ~788 (G@fafn) . ~668 (GReafm)

- pHEEH ; pH5~9. 5CGEEIFD)  pH10. 6~13. 0 (FKAaFm)

cRE O EEEL |

« IS FEE 5 0.0018 um(43E 4 FE25, 0004H2) DI/T3vTM-ic & B8
- AmEEFE ; Y An; SRECe LB AR HA. BANEE;ICP
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s BHFETIN O Pitzer DA A CBHEEHEFT N (Pitzer, 1979)

R OFR, TRRERIC 2O TOEFEEEM L.
AmQHCG:(c) = Am*" + H.0 -~ H* + C05%- loghk= -8.5

Am** + C0;' = AmCO,° logh= 7.6

Am®t + 200, = Am(CO;) . logK= 12.3

Am** + 3C0: = Am(C0s)s°" logKk= 15. 23
3. EHOESE

MR L OENET — FREWRICEVWTE, BEOERENHETA (. KERPIC
B HIEMERHEE R 5 BT bRKIER IC B W TARE LB« B AR HIFREE
KIEELAD LTWe, £IT. APNC-TDB BIic BV Td. BREFHE LEEL =18
MWD, BEHOEREREICT S & E L, BHEHOILFEEBHEICSL > Tt
T OHMMERXETHY . BHREERESERT 5, KL, BHOERAEDE
EPRIEVHVE WIIFEIE. PNC-TDB BHFHEHYFN T — 7 IUBIRIR., REREHINE
PoREHICHTSbDLT 5,

Dcrystal, dry
FEARANTERICBVWT., BHEEOBEHETHL ZENHOHTH BIES. BHDOFEE
ELT, (er,dry) 2 EHT 5,

@crystal, wet |

BERERMTERRO L S0, BAWESERCBVT, BEREOEHETH S = EHKRD
FILL VBRI TOSBE, BHOFTLELT. (or ve) AT 5, KidHdi
B BEMOKEL, KL TVBLHEL BN LS. EEOD Cor, dry) & &
REI AT 3o

@solid
BB EBRICBWTEENREENTE S TRERADIES., EHORELLT,
(S) %'L@ﬁﬁﬁ—éo

(@amorphous
BRIVIERRICBOT, EREOEHETH S ZEMKRD HIcL VEZRINTVWBIE
5. BEHOBEEELT, an)E{EFRT 3,
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QALY & KB OIRE

EE@er, wet)FIHY L, BOMIKBIMTH B AL TO BB,
EHOEEL L TMODnEEHT 5. ThUADESR. BILWOKARETS 5 &
S5 L. HERI&E LTHOn L %idd 5,

4. OECD-NEADAmICEET B8N ¥ — 5 BiFHREE & OtbEgs

NEA-TDB(Am) Tid, M7 — /%22~ 5T &ick . B - KiFtELFREIC
BT 3 M TF - H B I TS, ZD%E . PNC-TDB (K& EFNTVRLF—
FTHD. T BEDRROPEIN S, ENHEFROEVT -5 ThHBLEL
55, TOHIZIE. MR EEELEL Sh 3 KRR B LXURBEOT— 4
BEENTOBN, THSEPNC-TIB DO L ZFELIEHFBEINTWS, ZI T
PNC-TDB O 7 —% LNBA-TDB(Am) D7 — % L& L. MBS OWEEFLD 720D
BMNET -5 ELTRYEZELONEF— 5 2RINT B,

4.1 AmKBR{EIR T —# I TOKE
Am(OH) s DIEAREIZBI L T NEA-TDB(Am) TR XN TWVWEF— % LPNC-TDB @
HELT — 5 E D W AT 700 BREN2 KRTe CHAESDE. HS [HEMSpHIL
1 TIENBA-TDB(Am) % F W AR I 2 0E < B b o h a0t Zflis i3
AE—FLTVE, UL, pl8 LITFH & OoRIELE I 5 TIPNC-TDB % L =18
BOFPEMERE AR b oM. TOZEREHATAS K5,
MEDT — 5 OEBHICOVTRIT S &, F 9. BRENECIIFOFEIC oL
T, EBLbRYTHEEELLNS, LAL. EHEOEEICEVT. Rai et al

- (1983) TR IC T AEMEDOXRD R MLARE SR TE ST, plfERIcE -
TEEOTEEOZE(L L TOBEREAS B, SF 0. An(OH) o (s) DIASIEERE L
TRENTOBD, A0 s(an) THo7EEZ S5NB, —H. NBA-TDB(Am) DF —
Z O (Silva , 1982) CTRESZUOEHETH L EEMRELTH D A0l (er)
OHASREROT — 7 £ LTHREDIEF 5L D EEEIENE VRS, £oT.
PIFOAOH) s (cr) MIKSHRERS & CAwk B IR LEB O ERERD 7 — &
IZDVTIE. NEA-TDB(AM) D7 — 4 IcBid 5, BEHROEED RS LISV TR.
JEDETICHEL., (er, wet)&EF 5,

An(OH) 2 (cr, wet)= Am** + 3H.0 - 3H* Togk= 15, 2
Am** + H.0 - H" = AmOH®* logk= -6.4
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Am®t 4+ 2H.0 - 2H' = Am(OH).* logk= -14.1
Am®* + SH.0 - 3H' = Am(0H);(aq) logk= -25.7

ZCT, Rai et al(1983) @pl7.5 UTOBERE T —7iIcoW0WT, Kistk{bEED
F—&% RO LOIEE LT EfAn(0D):(an) OIIKAREREHITEL TS5
&

An(OH) 2 (am) = Am®* + 3H.0 - 3H* logk= 17.0

LA, Thid, NBA-TDB(Am) THRBIRXNTHEL., EEHEOFEVWTF—ITHHLEE
Aohd, £oT. AmkEB{tBRT—-7ELTRERE S DEBET S,

4.2 AmOHCOs (cr) DMK BER S & CRBEEERTEHRIC OO TORE
AmOHCO; (er) O¥EAREEIZBI LT, NEA-TDBUAM R TR X hTWB F— 7 &PNC-TDB
DHET — 4 & QBT - foo HERZER 3ICRT . NBA-TIB(Am) O TIASAT
WEBBHETF - RETNThEUVPEL S0, BRLET A EETELIYL, £C
T. NEA-TDB(Am), PNC-TDBDF — % EH W TPcos=10"2~10"*atm . 25°C. 10 'mol/Il
DONaClkia i ch OVEMRE 2 MIR{LFEEFHE 2~ FPHRE E Q E (Parkhurst et al, 1980)
ZROWTEH LU CHE L. 3k, NEA-TDB(An) HTEIRShTVWAET—F D
TEUEOUTH S IWMAHIDEMRET -5 bBE TV 5, ThitihbE, NEA-TDB(Am)
ERWVTEH U HEIIPNC-TDB ZHVWTHBLABMELD b 1 ~2E<d. &
MBI E H—F LTIV, THid, NA-TDB(An) O 7 — 7 EEEBTHO O
A A4 v EEREDFENPHREE QE (Parkhurst et al, 19800 TRHLBSRATH S
A4 VEERIEEE R HEEIOND, F2RED F EDICH T HEREFME
KBWTIE., 14 VBEMTEEIIPHREE QE (Parkhurst et al, 1980) THW S
TWAFHE (Davies, Debye-Hueckel , #K7EDebye-Hueckel)d L < idPitzerd A 4
WBEEAT T (Pitzer, 1979) 2 HHAT A FETHLDOT, ffEICHV IR ET —
FHINOFEERAVWTER L ONREF LY, £->T. PHREEQE (Parkhurst
et al, 1980)DENEF -7 X—2ELTid. PNC-TDBOF— 5 DENEHST
H 5o
AmQHCO; (cr) DOMIKAEE S L CKBEFEBRER E L Tid. BIEPNC-TDB DfE
DEFE, FEILBVWDDET S, EHOBEAORLLHEILDVWTIE, IEDERIK
PV, (er,wet) &35,
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5. fDAmMICET 55 —# LD T DS

PNC-TDB icid LR 7 —F I IcAncd 37— 2 3 & Fh T, I T, NEA-
BAm) ICEENTVBET—F D55, HBMBEMIB T 5 AnD AR I S E
ERLBF—5 %, PNC-TDB LOBEHZEFMLTIEAT A& ET 5,

5.1 IKBMHEREBICODWTDF—4%

5.1.1 BMLETTRIG
NBA-TDB(Am) Tid. Am** /Am®* /Am'* /Am0," /Am0.*' RIQBE{LBTRIGICET S
T—IRRINTVE, KEBER, KAEDTLRELDZA TH 30, BN
FHTICBOTRINID BBEINBZ I ERBEWEEZONA D, At A0 0,
VAR YD IO VWTHEBHROMEN AT I E LT B, E A E2VT L FD
FHREESVAZ AN VAP R-F05 571 —CLHIBEINTE S, Eli
Sps L. An(metal) M SAR* 2R T BRIGOPREIERME LT HEET S EE
ZoNTVWA I EMS, HBLSRETICEY AHEFERZEAE . L- T, PNC-TDB
BBV TR IMDADAZEFT 3,

5.1.2 NO¥ v{kdisk
NEA-TDB(Am) Tid. AmCl’*, AmF?*, AmF,* OF —FPBEINTWS, ~NoF %
AL F &7 5 KBHLER IR, HBRASEGTICE T 3 KERDTHOREICHEELS
BLEZONBIENG, PNC-TDB I&8® 5T & EF 5,

5.1.3 BRERSE(R
NEA-TDB(Am) Tid\ AmSO.* , Am(50.).” OF - MWEEIN TS, TH oKD
DSWTH, Nod UUEEERREIR. FET RN D 5 2 LS, PNC-TDB 124 5
52LET5, )

5.1.4 THERSEMR, 7 U1Lipstik
NEA-TDB(Am) Tid. AmNOs*" , AmN:**DF— 7P BEINTV B, 7 J{LskikIz
DVTHE, HMBAREFTOFERIIBHE CHBETFH~OHFS R TV O LEL
LNEI LG, BEHRI LT B, BRI OWTIER, ~NOF Ak, TRtk
EEHE, PNC-TDB Ic&0 32 & &35, '

5.1.5 U EktE&
NBA-TDB(Am) Tid. AuH.P0.*' OF — ¥ BREINTV S, = OKIZHNT .



PNC TN8410 97 - 022
FHET LD H B Lo, PNC-TDB icE5H5I L LT 5,

5.1.6 FF 7 itk
NEA-TDB(Am) i3, AmSCN*' OF —#HBEZIN TV AN, HIBAREHTEET
BFF VT /AA VEBEEBRETEREFHE~NOFSIRNVWbOEELONE I LN
. BRIl LS 5,

5.2 B, HRIC2WTODF—%

5.2.1 E&{t%
NEA-TDB(Am) i< itAn(I) DB & L TAm:0:(cr) OF — FHBEXN TV B,
T 7 F = FOERER{IEmc > W TRKER D TEREL T 123Kk~ DREHEE
BRI B ESAMONTEY, HBLAERETCET 5400, (cr) OFEERIEDLL
Ve LinLy P27 OEBRIEEVWEZLSNEDT, PNC-TDB K& 52 EET 5,
EfEOEEOERL FEIC>WTIE., 3EDOEHICKEW (er, dry) T 3,

5.2.2 "OF At

NEA-TDB(Am) T\ Aw(ll)D/ o5 {b# & U TAaf; (g), AnF; (cr), AnCl; (er),
An0OC1(cr), AmBr; (er), AmOBr(cr) OF—¥HBEENTWVWS, LirL. 7 v {EER
KN ALPIREBHETH D HBRSSEGTICE W TAREHIRER & 735 5 A48
IO BDEELSND, &> T, PNC-TDB ICREDRB VLD ET B, AnFa(er)ic
DVTOTF—FiE, FRL /S LEHO Y o —hoEHs /¥ TXH
HzAxNF—2log K KRELALDOTHY ., EHBFEEOCELAVEI QbLHB
& GNEA-TDB(Am) TIRIAMHELEF -5 L LTWVW5E, LT\ AaFs(cr)D7—% HPN
C-TDB iZid&»T Vb D L3 5, NEA-TDB(Am) TldAwF;(g) 2>V ThAnf,(cr) 56D
RIERANENSDT —F2BELTABH, PNC-TDB TiAnF(cr)DF— ¥ %2 E#EL
BT EDND, A2 (@) KOVTHRALEVSDET B,

EoRTIVA)EBEEAIIEIYE LT, Cs:NaAnCl s (cr) D7 =% bEFhTH
B oS RS AR TS 50T, BINEALT B,

5.2.3 Bidtd, L ik, Tty
NEA-TDB(Am) Tid. AmSCer), AmSe{cr), AmTe(er) O F—#BBEINTWVWAS, Th
SidE, Ly, TN -3MELETD, Bh-pH¥ A 77 5 L (Brookins, 1988)
KED EHBASEN T TOERIELH . L->T. PNC-TIB i &DIEVHO
ET 5,
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5.2.4 U VEHE
NEA-TDB(Am) Tid. AmPO, (am, hydr) D7 — ¥ HBEI N TV 5B, ZOFEHEITHAE Y
TV VRBEORWEY CIIAREHIRER & /3 2 WM b & 570, PNC-TDRIZS
HE350LT5, EHOEEORTHEICOVTIE, 3EOERHICHEV@N) LT3,

5.2.5 mEgIR
4BICBVT, AKBR{LRBIEIC D W THRE Lo, NEA-TDB(Am) Tidficiieis
ELTAR (CO3) 2 (cr)DF—F %BEL TS, ZOREMELIHPRBEEICL ->THE
BRRERIRER LS 205N H B LS, PNC-TDB IKBERF— 5 ThH b, A
WD REESEE DA BEEIE. NEA-TDB(Am) &PNC-TDB TR - TW A, FOE /N
&<\ Fo, Ama(C02) s (er) DK ARERRE O BFE T3 ME kRO BB DT
WF—FZHOTHWAEIENS, PNC-TDB DF — 7 EFBELIRTWEEI LNS, Lo
T, PNC-TDB Ic&® 50D L T 5, EHOEEOERFERICOWVWTIE. 3EDOEHIC
PO (er, wet) &9 B, fitic, 14 VEEOSVEHEICEVWT, TLAYEEDT LAY
H1IHSBTSATXRBEGBEINTV AN, FORBNET — 7oV TR E
PAFESTNEA-TDB (A THRBEL TWROI &S, HEREBTIEEHENRET 5,

6. ¥R .

ELE. AmDES7— 1B T, PNC-TDB LNEA-TDB(Am) & DHEL « 854 % i
ELUTHESR Lo TOHER. AwKBLRBIE DK SMERIGE S & BB fhk AR e
BRUHMBASEATICE T 2EBEFMICABRELEL 557 — & 2B\ TNBA-
B(Am) OF—F&FFANBI L& L, SEIBHENIANCEET 58 7% 7 — 5
D—RBERER LITRT,

T, WE

FRFEZ2EDDICHID . XA ZEPEFHREZ DD, H. Wanner . EFlorida
ADProf. G. R, Choppin, Battelle-PNLEFZEATODr. D. Rai. HARF AR RGHE
FoLOfieR. BRFEMBRENARSMBASHEEOMASNE, KF s
K. MAHIHKKICHEREBERTZ L COALSE, 8O3 A Y MATEW, 208
B2ExRLTET,
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F1 BHEIALEAMICOWTORHANET -4
logK
KEMACFEE BUSE
EHrE | FHR
Am?2+ AmPt + & = Am?+ — | -38.878
AmOHZ+ Am3+ + H,0 - H* = AmOH2+ -8.2 -6.4
Am(OH),* Am3+ + 2H,0 - 2H* = Am(OH),*+ - -17.41 -14.1
Am(OH);(aq) Am3+ + 3H,0 - 3H* = Am(OH)4(aq) -28.5 -25.7
AmF2+ Am3+ + F- = AmF2+ — 3.4
AmF,* Am3+ + 2F- = AmF,+ —_— 5.8
AmCI2+ Am3* + Cl-= AmCI2+ — | 105
AmSO4* Am3+ + S0,4% = AmSO4+ — | 3.85
Am(SOy)y Am3+ + 25042 = AmSO4+ _ 5.4
AmNO;2+ Am3+ + NO3- = AmNO52+ —— 1.33
AmH,PO42+ Am3+ + PO,3 + 2H+ = AmH,P0 42+ — | 22.562
AmCO4* Am3+* + CO3% = AmCO5+ 7.6 7.6
AmM(CO3)y" Am3+ + 2C0532 = Am(CO3), 12.3 12.3
Am(COz)53 Am3+ 4 3C03% = Am(CO4)43- 15.23 15.23
B+ B EHET | AR
Am,Os(cr,dry) AmyOs(cr,dry) = 2Am3+ + 3H,0 - 6H* 51.77
Am(OH)s(cr,wet) | Am(OH);(cr,wet) = Am3+ + 3H,0 - 3H+ 17.5 15.2
Am(OH)3(am) Am(OH)3(am) = Am3+ + 3H,0 - 3H+ _ 17.0
AmPO 4(am) AmPOy(am) = Am3+ + PO3- —— | 2479
Am;(CO3)s(cr,wet) | Amy(CO3)5(cr, wet) = 2Am3+ + 3C052 — | -334
AmCO;0H(cr,wet) | AmOHCO;(cr,wet) = Am3+ + H,0 - H* + CO3% -8.5 -8.5
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