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Computational Chemistry Study on the Hydration of the Actinides
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v DE— KB T RTEA., (2) 4 DDKFKRNE —KFBICEAL, 1 DDA
8 KB EIAL. B AKFIEOKIZY T U ICEBERA. (3) 4020 KFKME —KFnE



ZEAL. 1O DKRFKME AT BN, F KN O KL — K D KITKER G,
KFazk 6 DMEAL L7z UO,MH,0)6*bE 2., FERIC 3STE SO EZTo, (1) 6
DIKFIKINRYT T = A F o DH— KB T TEAM, (2) 5-20KFKMH—AKFBEIZ
BAL. 1 -DORFAAAE “AKFEICENL, KB OKIEY 7 UICESERKS. (3) 52
DKFIARDE—KFBENCENL. 1D DARFAKAE KFBENCENL, & /KT OKITE—K
TR D AKIZKERE S,

KHFFEC. K4 . KRB E . K6 D3IFEEDO YT =NV A DZRLF—
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ST, RIEHB Ty b E—DEEN VL D RREPBRIL T, = bR E—D
DRERE S\ RBET 5HERR/IMCRBE 25 2 LR TE B,

F1 U0,(H,0),72 T AF —DRMPE L CHEAT TORAE
T xNVF— (keal/mol)

#1112, WERPIZEBIT 5 Gibbs B
o LX—, BIXOEFNIZES L fifEE

Umnayl ion AE (g) AE (aq)
TRNVE—DOHEMEERT, TORLY ., U0 + 5H,0 -353.1 -58.3
UO0,** » 5H,0. UO,* + 4H,0 - H,0*, U0, + U0, + 41,0 * H,0' 3415 -46.6
4H,0 - H,0**, D Tik U0, + 5H,0, U0 + 4H,0 * H,0™ -353.5 -54.9
BB ECREET XA ¥ — % bh, B U060 3499 348
BETHB L LRSI, LleiioT, U0 ThO o e 0

U, + 5H,0 * 1,0” -374.1 -56.3

VR TIEARfE 4 THHLEY 5 Th
HKIEIMBEETHDHI ENbND, R
IZ U0+ 6H,0, UO,* + 5H,0-H,0*% UO,* +
5H,0 * H,0**® kil )» 6 1% UO,* - SH,0 -
HO0* D i b IR W= R VX — %2 b 5,
L7eRo TRV EETHDZ ENRSH
oo ZOZ EMLEIEP TR 6 X

DFDEDETHD, LM
FEfE

*4 DD ARFNIK A EE — 7K Fn T BLAL

1->DARFIARPE ZKFnEIC

B, 5 ARRBOKILY 7 o CEBAEA™ 45 OKFIANEH—K
FOEICEAL . 1D DARFIANRES KB EEL. 5 AKME DK
B—ARFE ORI AFRES

# 2 Th(H,0)u(H,0)," 7 T A F — D= RNV F—

n+h Clusters AE (g) AE (aq)

D %)7}(}:[‘@5 733\%8%‘637)5 Z <1_)_ 75§2}975>60 Th** » 6H,0(Ty) -724.12 -121.09

UEofERNL, BK 25 EOEREED 8 Th* + 61,0 + 2H,0 742.38 -160.32

ST TIXY T = A A DKL 5 Th* + 8H,0(Dzd) 747.26 -163.11

NEBBEETCHD I ENRINT, 9 Th* + 9H,0(Cav) -785.23 -148.73

Th* + 9H,0(Dsy) -777.02 -144.65

Th* « 8H,0 * H,0(Cy,) ~789.47 -136.32

" = - 10 Th* + 6H,0 * 4H,0(Ty) -782.44 -134.51

4. Th(IV) DAKFZEB O BFALFF T Th* » 8H,0 * 2H,0(Dsq) -820.09 -143.44

N OO s
- S 1 ‘ 2 4q, ~oU4. =1o /.

o< ib} 5. AKRFOM ﬁiﬁ) i.f < fﬁif ° Th* + 10H,0(Ds4) -756.07 -119.27

AWFSECix, [Th(iL0),]" O BF(LFFHH 12 Th* + 9ILO * 31,0 -888.09 -173.57

%—‘f'/fi‘ll\\ % ‘E)Z%ﬁ:’&7k$ﬂ§?ﬁ’22%&) é : & Th‘“. 8H,0 * 4H,0 -894.31 -165.88

ZRAT, Th* -+ 10H,0 * 2H,0(Das) -872.56 -173.28

Th* + 12H,0(D2q) -801.53 -123.36

A o166 EEHO Th(IV) O 7 7 A F — Th* + 12H,0(D2) -820.09 -122.94

[Th(H,0),*] (n=6,8,9, 10, 12) I >\ T &

B aAT 5T, [Th(0), (50,1 (=% KRB, h=4%"/AME) Ofa =51 F— 0K

BREER2IRT,
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WIRP CORBAETINF—DHEN S, K9 T C MMERFOI 7 AF =R bEW
EAETIINXE—R AL, BbEETHIZ ENbMD, Lol AFno LAF 1 0D
FGAR—COREAZRINET—DEIT/NENZ L bbb, HExlE, 7 IAF—9+178 7
5 2B =10 DA T RAVXF—DEL, 0. T0kcal/mol 12T X2\, Fh, 7T AF—710+27
7T AR D TR AKX —DES 0.2%kcal/mol [ZBERV, TDT b, KFH9
EARFIE L O DBEMDBENLE VI DI, RETO kT LHLELSHWNASWVWHEDTHY
Th(IV) DAKFIEIL 9 & 10 D THZEWVNH T ENTE D, ZhE, ERIZEVELNTHY
BRI 9~11 L IFE—EERABRTH D, —FH. [P OREETRNF—% AV TR
L7, Kl 8 NERBEETHD LV Z L bbhh, KNEOFHIZHz o TiL, ¥
AN I N F—Rx L PO E—DHRLEDTEXDLZEHRERETHDL I LBDND,

5. Th(IV) /kFn#ds J OVINZK S 0D 7K FRK A #a it

Th (1V) AR FA4 45 L OV iR A e D KN ARG D A T3 = A BITDW TR~ Te, iR
HekE (D) . AcHatll (1) . SAHE () TR COFEEEZ X THAEZIT o7, [Th(H0),]" K
1~3), [Th(H,0),0]* (X 4~6), [Th(OH) (H,0),]*" (GX7~9)

D/ [Th(H,0)o]* —{[Th(Hy0)4...H,01*}* = [Th(H,0)¢]* - H,0 (1)
1/ [Th(H,0)4]* - H0— {[Th (H,0)...2H,0]1*}# —[Th (H,0)¢]* + 2H,0 (2)
A/ [Th(i,0)4]1% « H0— {[Th (H,0),...H,014}*—[Th (H,0) ;] * (3)
D/ [Th(H,0),0]* — {[Th(H,0),...H,0]*}# — [Th(H,0)¢]* - H,0 (4)
1/ [Th(H,0),0]% « H,0 — {[Th(H,0),...2H,01%}" — [Th(H,0)4]* - 2H,0 (5)
A/ [Th(H,0),0]* + H,0 — {[Th(H0) 1...H,01*}* — [Th(H,0) ,)* (6)
D/ [Th(OH) (H,0)¢]*— {[Th(OH) (H,0),...H,01*}* —[Th (OH) (H,0),1°" - H,0 (7
I/ [Th(OH) (H,0)¢]*" * H,0—{[Th(OH) (H,0),...2H,01*}* —[Th (OH) (H,0),1*" - 2H,0 (8)
A/ [Th(OH) (H,0)4]*" = H,0— {[Th(OH) (H,0)...H,0]%}* —[Th (0H) (H,0)4]* (9)

%3 [Th(H,0),,]* and [Th(0H) (H,0)4)% D ARFIAIIR G DIEELT R LF —18 I Th-0 F5-5 FRHE
DZE{LASd (Th-0)

{LEAE AE (keal/mol)  AZd(Th-0) (A)
[Th(H,0),]* (reactant) 0 0
{[Th (H;0) ¢... (H;0) 1*}* (D) 3.06 0. 351
[Th(H,0)4]* * H,0 (D-intermediate) 1.68 1.220
[Th(0H) (H,0)5]*" (reactant) 0 0
{cis~[Th(OH) (H,0) ... (1,0)1*}* (D) 6.97 0. 741
[cis=Th(OH) (H,0),]* * H,0 (D-intermediate) 1.90 1.414
{trans-[Th(0H) (H,0)... (£,0) 1>}# (D) 7.40 0. 830
[trans-Th (OH) (H;0),1%" + H,0 (D-intermediate) 4,00 1. 469
[Th (OH) (H,0)4]% * H,0 (reactant) 0 0
{trans/trans-[Th(OH) (H,0)...2H,01*"}# (1) 6. 60 0.872

trans/trans-[Th(0H) (H,0),1% 2 (H,0) (I-intermediate) 3.48 1. 449
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M AR ST, L LOMORE % ERIICEY AL THFBIIE WMD) HE 21T 5 DIk
BHTIERW, R TIX, TARfA A 257 v ZHVWTC, Th A 3o W #HEE275 2
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MD SHEL1Z 1L AMBERG. 0 7" 12 275 A% FAV 72 [Th (H,0) 4] * & [Th (H,0) o] ¥ BB D E+5 12 I3 ESP
EE AW, Th EE—KMEBEOKSFOH D L] 235 A—& 120 & L. F—/KMEDKGF
DODLRTA—FIEIR, *=2.0 A ande, =0. 08 keal/mol & L7z, MD HEORRIC, WE(Z
Z CIE[Th (H,0) o] 53 [Th(H,0)1,]*) DALE ZEE L TR Z 2oz, BEBERSEMEEZ MV, 0.2
T2 "hE KT latmn DT 1500 oM I 2 b—3a VE{To Tk,

WL DNDERD CIEE, BIUOBRLRIBETHO MD Yal—varyOfiReE4,
# 512777, [Th(H,0),]*" Ti&. CIIEEED 039M 225 45TM IZHMR D L. ENLT D CIoEN
0.0 725 5.6 IZEML, EREATS O OFth 157 ~eWdT 5, [Th(H0) ] Tid, CI
TREEAS 0.32M 205 5.00M B35 &, BALT 5 CIOEA 0.0 235 3.9 I &ML, £k
T35 0 Db 167 ~EBHTBH, 2O ENS, ClIRENGEL b &, CUOFnKDF&
Bxfibby . L LaERoRMEIXIZEEDLRVWLDEEZ BND, BB OEAE
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AR LN, S5, BENEWVSRETIEH, CLHEEMEVI BTH CL-AE KM

B A VAT Z ERHALMITE N,

#F4 Th*0E 2 KFE O ClREMRENE

Ccr L Cr L
N, N, CN res N, N, CN res
o 0 (s) on 0 T (©s)
[Th(H,0),]"+4Cl [Th(H,0)1] " +4Cl
+569H,0 039 189 00 189 423 +676H,0 032 206 00 206 5008
[Th(H,0),]*+40CT [Th(H;0);0}**+20CI
+36Na"+743H,0 289 192 0.0 192 340 T 16Na™+676H,0 172 210 00 210 626
[Th(H,0)s]*+50CI HLA0CT
+46(N;++)§]71H20 457 157 56 213 306 ELT;;(I\}II:SL)G‘B]‘%%)CI 396 200 10 210 563
4+ - -
EFT;;%I;S)_;“()]OHSCI 590 167 39 206 459
No BL LTWABKRD TOEEEDIL Ng BIALL T 5 CLD,  2E(IEIE CN=No+Ne .
#5 Th* O 2 K& OIREKFME
[Th(H,0)s]* 25°C 50°C 75°C [Th(H,0)10]" 25°C 50°C 75°C
No 189 18.7 18.0 No 206 19.2 184
Ng 0.0 0.0 1.0 Na 0.0 1.0 1.1
CN 189 18.7 19.0 CN 20.6 202 19.5
T, (Ps) 423 334 109

Ny BL L CWABKSFDOEEEDE Ny BLL T3 Cl DK,

LFAIEIT CN=N,+Ng



