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Abstract; The high level radioactive wastes disposal R&D in China has stepped into the
process of constructing underground research laboratory(URL). In the safety assessment in
constructing the URL, and in the performance assessment for the potential geological reposi-
tory, the diffusion and migration parameters of key radionuclides in corresponding deep geo-
logic environments are needed. While these parameters are strongly related with the species
of radionuclides in the corresponding water/rock systems. In order to serve the need in the
safety assessment for decommissioning of nuclear facilities, especially the need for perform-
ance assessment of potential geological repository, the Nuclear Environmental Chemistry
Group of Peking University has been writing a chemical speciation analysis code, CHEM-
SPEC, since 2008. The code has been modified for several times and currently is available to

be used to calculate the speciation of radionuclides in different conditions. This paper intro-
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duces the recent development of CHEMSPEC, especially in surface complexation, database

improvement, discusses of several calculation cases and the future work of this code.

Key words: CHEMSPEC; chemical speciation; surface complex model; decommissioning of

nuclear facilities; high-level radioactive wastes geological disposal

BB R 45 N2k T B R & U 5l es i
AL RLAR A B 7= AR T R O P R . X
T AR A B YR Y E bR A B
Qb FERAL B R L e K S RS R R RO
) 1 Ak R4, — R A A4 ] TR I ) — 1
. HET S E AN ME— i) TR T R E
JROI Wy b ST AL B A v TR O T A R
Href s SCBRTOUR PE A% 3R A AL B SRR W R R
PHAT Ry XAk PR 0 T A AR B G
S J2 i 02 ) Hb I A R 1 BE TR A A0 S
B, X e 2805 R A A N SR T AR A S
CRIL i S

A% I A 25 o 25 8 A% 3R A0 R 7K SC ML 4% A
TRy EAEFEAE IR, I UORT 1 UO, (COHE B
A AN SR T BRI . RS A B e AR A
T 2R 20 B IR RN R T AR R AL T AR S
HE 25 B A AL BE , BRI 3R P % D0 R B R Rl A
i, A 20 el 80 FERE. ESNC AR T £
AL 2 B3 5 B Bk in PHREEQC. EQ3/6.,
MINTEQA2 %, ik S8 FF & 1) JE fih J2& 76 40 1
FAF T O B EBUE 1Y 5 Fh 0 3R B RS Y B
TESHGH R — 2 W . 5 R R
FHOCE S P B 4K AT DL A ok 26 /8 L (HL7E 1
AR ENE R P . B, A R R e
BT A5 5 BT 4 8 S — BN OO T Y 4
o XAIESE A2 B BR BT A [ 300 Fh 2
ST A SR

TEBEAARRE KM ERZ — Kt
ANTR] DRI 00 7K S o 45 R BRI 25 5 TRt A b
B R A T R S Ak 25 R S o B R DA
TR 55 F % A% it AR 15 3 B LR o UK 4
JEAb B R TAER T2, b, Jb st Kb
L2 R A EAE 2R S 18R . F 2008
HETF 6 S 5 Ak 2F RS 43 B 80 4F CHEMSPECH
AR T2 LW A5 UE . iR %
SRS T Am R Np 785552 b R K
oI A S G A R A R LV R B TR A R
Y ZE R R UE B TR R SR 5 R
VIR CH 3 R R R AT T R A

I TAER AR RN R REY A
CHEMSPEC i+ 7 Am.Np.Pu.U 7t L 1 F
K PR RIS A3 A SRR T N A I 2% T A A 7R
BT B8 T G B A% R A [ A T A T B s 22
SELH) ) CHEMSPEC 354 1 41 v 4 Al 48 )5 15 W
Hh A I Ak 2 T S B 2 B ST BN Al R S A A Y
S, X AE— E R R R3S SRR T T
L8l

T o B8 2 B 12 0 50 6 PRI AR 1Y s D)
R AR F T 81k . CHEMSPEC 19t 86 1 5
WER PR A TR EET . R 58 2 0 = Py W) 47
B b T A KR R AT A TR AR SO SN
CHEMSPEC #1114 55 #F Ji . IF LA 52 i) 138 B 5k
8 E AT AT A ) 3

1 CHEMSPEC s #riftE

1.1 RERGHE

5 THT THC 15 5 TR WA B 550 T JB 114 W o 400 g Wi
Wit 751 2 T K AT 5 0 0 RO RS T R AR T 2 T
BB o FRTHBC A SN 5 P U A C A S W e K
F189 DX J31) A T 9 e [ R TR A S T i 5 1 I g
Wy 55 A ) AL T RO

A b K A% e i W R R, K AL
Langmuir & %! | Freundlich & 81 2 FR b 25 56 45
TR TR 2 THT C 5 A TR R O L BRASE T . 2 T A AR
AU B B AILER L P 45 Y R ] T 0 s
"R S50 KA P 6 A 4 B X T S 2% R
pH . Eh, £ 58 3 | Bl W B 25— B2 0 W v At 25
U AR R ME LA 25t Y A RE L 3R TG A R
T DU 8 A% AT - 45t 650y W P e

A 4 T T 5 A5 B, W B SR % T Y B RE AT
BAE—U 5y PR R 5y JLA R 43 5 R
T YW RDFR R 2R T YR R R R R R R
B 7 5 (2 T B BB A1) AH ELAE 2R B TBE 59 23
TP 2R R W B 1 15 2 T2 s LATE T80 Ak o B 1Y
TG A LRI G IR Z AN A S5
A I R 2 - R B 50 R B 07 s LA e Fi AR LA TR
B RS 7% (3 Z 1808 A7 K 50 1) XA B
ISR Z IR G . WS NAREYIX



el XU AR AL AP S AT E CHEMSPEC f 8 i J& 399

B AN FUBC A R AR T I A AR
A5 B .
WA A >SOH+UO —H' =>SOU0:’

SRR A >SOH+UO;" —H' =>S0 -UO}"

FE1H e A5 B 8L A] FH 22 B 1k A B R L I, A
L ({5 22 Fh 3¢ T i 5 4 8, CHEMSPEC .
Folr 25 180 PC 5 A 78, 3 J31) Sy« Al r RS R i P 2 A
R PSR | =2 A AR, HL
A 1y 4k B 55 0 v S L ] 2% CHEMSPEC
FUFME X BN A
1.2 HEETE

O 56 PR T 50 45 SR 0 R A5 e AR M
TRAREE . — A3 AT 27 B P i A & 0 B s
WO L 52 £ Pk L ERR R RN R — Bk . 7ET S
T LA 2 R A A 1 A A R A E A N A 5L
W PEh TR A R 2 5 bR Ol 25 . A T iR
5 E A AR A X CHEMSPEC (1) %1
Tt AN W7 AT 96 35 A B T A

CHEMSPEC H #ijii 5% T PSI/Nagra fl LLNL
PS8 )5 . FH P T Lk il . CHEMSPEC 6 %
e S B - 28 0 R 3R T C A B B ) R S AE
fii45 PSI/Nagra £ 42 & 125 44143 F1 555 4~
Yy, LLNL B8 42 & 265 AN414%F1 3 017 4~
Y. XS C 4 CHEMSPEC i %8s
#% =, B 4H 4 X 4 components. dtb., 4 F 3¢ {4
species. dtb 4k 2118 4 M4 S0 stoichiometry. dtb,
HF LLNL 8080 e 2ok F P 0K, T s 850808 1 A7
FEE 22 )80, BT i R RB B, Rl L AR
VR B A T R R e B E T T R B
PSR AT T — ORI JH T O, 20 R I
) redox RN HED S IF A T L+ H FHAL G %

WA NTERFH R A B ET 2.0 K&
P18 W5 86 7500 40 455 i 2% R0 TG S T MV TC LA - KSR R
B Ay TR RE KSR L g R R
5% 3k 0 W% BEE 49 Jo 0 45 T AL A A AL L BH 2 1.
H B A X T A — R R A RVE 5 45t i 2w
W A I P A i BOAR ME AT LR, A B Fag Ak
A 3 DA [R) 1 % T C G B BRSO P
B TR S KR 2 5 Y (1) SRR W) 1Y)
SR AL g RS B S [ AE TR 2 R
(2) FRTAC A SN A AE 75 v/ 81 AH 5L oD [ AR
T YR/ AR VR VS W12 36 B AT 24 A 3X S AN R o8
SARAIE 0 R [ VA S T A B ) 2 - 1 T g

AR o 76N B 35 B3y 2475 i, AS [ AR A 44t 1
HOHE T BE R U5 TN [ 4 I I 5 455 (3) 4 b
Fic 5 S AR AT — > 1k 22 A4S T R 2800 B A ) o
R A Co Cral Cy o AN R A 35 B B (A
Ivi) o 2 2 ) 2 180 G B R 1 - 4R . IE R A
I, 75 [E Rossendorf BT WS PT & T — A4~
RN T 2L KRG RES'T, AL HK
RGALTE 139 ANH .1 725 A b 2 T AR 5k
P 1 591 AT A7 i EE 5 141 ARG R
2 842 f 2 2% SCHK, (LW 52 4 %o 2% 25 1] Chttp: //
www. hzdr. de/db/RES3T. login),

Bl 1 SCRRLO-12 4038 1 1 &R o0 % 5 ik R AR
BTt TR R TIEFREN =T EY.
IR 5 5 ke R Bl B T B A =TT IC B 4 s A P
B S5 T BN LA RS . AR M
WPE T — S nl fF A Wy A 7 B R R T
BaUO, (CO,)?™ ., Ca, Am(OHD}" il Ca, UO, (CO, ),
5511 A= JChL AW A R .

T 504 SO H T T O (8 B0 AN R
S T ELAR 2 A . NI AR AL G S T A Y
AL BRFE T o FH P T K i 5 B 1) 3080 4 RO
{14 A% = IR 31 990 Ak R I (0 B A SR L BT
BRCE SR AT A Soin A SR R R0 SCE R

B R R S TRV TR PR B R BT
YA B2 X T A 2 43 A T B 4 R AT A S o AR
Koo VTR B 5 35 IR I, 45 Fp A R 22 1 K K
B EERT 0. 1 mol/kg Ji » AN [R) ¥ JE 5 £ Y
ST B R 22 W . X R R A TR Y
WA Pitzer AR W4 H B B4R BT
BHSPRLZ NIRRT, HE T, 2% 4 1E
5% AL COECD) #fE#E4f F & &8 3 7 A B 1E
FEA(SIT) . AR 4 M Sk i 4 7 R A] B
i) SIT 245 CHEMSPEC %4 3k,

1.3 it&E#kk

i S5 1) B i E AT TS el R
BN 5 3 L 18 2R B0 A R T RE AR B W R in 2
B2 HE F B AT S o BT RE R K HAS
SHWCEI . g AR TR A 3 0 T S b R A
ipick=4 #l ipick="5, HHr,ipick=4 48X ¥R
F (9 AT GEIE B P A O B8 A BV TRl M
Vs P 4R 22 AR TE S5 SR e B T MEVE ) R
YRR B ST, P MR 4 eV Ak A W 9 STAE AT LA
F VBT TE 25 58 10 25 A PR Ee e s b ) — A &
JIE » B X V5 Ak 15 00 A AR i) 5 K5 DT Sy 1E 2T



400

Bz Sicteyr #39%

BRI HMER L G IR HE S % ipick=5 J&
FE T BN 2 1 R B0 & W Rl K
(14 [ AH 4 A 2 — R, BSR40 B
TESAT IR 7T US4 ipick =4, AN ik [ AR 4 il
A s B B NS SR BT P M results. dat
SCA v A B A AR ) R i ST A0k B0 754
ipick =5, X [E A 9 B i A7 B . A0, i BT 7R 4K
G R S i Y el IR 2 RS
A
1.4 [0

(1) 4 7E 75 5 Hb T K 5 Fh 25 43 A

I kT i i) CHEMSPEC 87 1158 17 #li 78
VY R H R K A R S A AL JF % 58 pHLUER XA
BorAT Ry sz . TR A0 H R K B 2R PR
R AT RAEFF o B 45 21 HAR i B 7 W
# 1R, HpH=8 18, iiifHy—58 mV, it
FEEAIR T L, B 1 A] %0 Bl 7E 7 RS Hb R K
AR S B pH A8 4k 35 /8 pH<7. 0 I},
B EZE LM UOH), B fE7E; 24 pH 78
7.0~10.9 B, B IR B M E RN ZTE &Y
CaUQ, (COE 524 pH>10. 9 if, 4l 76 V5 1 # F
JK AL B R 25 o8 UO, (OHD, . pH 3 %58 1t
52 W) Bl ) A 38 DT A L b TR K R R TR 1A R - A
VAl P A figf AR 5 e Bl ) A AR S . — R T
T H T KR A AR AL TR AR B IR
) S A W AE A 1T K T BB 32 B B 2 1 IR
SRR P A ER L 3 R 0 E R T RE )R
1 A A N O 2 R VA [ W NG AL @ = M Sl 7 28
TVEEEHL R KR R B Eh L—300 mV #] 4300 mV
(9728 Ak R BB XS 2 20 A B B2 e . A KD

¢/ (mol+L")

1—UOH),,2

CaU0; (CO:)% ,3——UO,(OH); ,4—UF{ ,5

BPL+3. 45 F+6 M U B AR, Ho
+3 W oy B AR AT AN SRR E AR AE 5 M oy KA
R B A 2 K| AFTE . £ Eh<<—140 mV i},
VSR TP B AR SR S S iU 9 UCOHD 5 78 Eh™>
— 140 mVE] 35 W& 00 FFP S 7S o 1 i Bt A
5.

1 VU T KA 4L

Table 1  Chemical composition of Southwest groundwater
H Iy o/(mg« L") My o/(mg+ L1
Na™ 6.35 Sr2t 0.8
K+ 7.71 Cl~ 0.975
Ca?t 74. 4 HCO3 95. 8
Mg?+ 39.2 S03~ 201
Fe?t 0.001 33 F 0.576
Al 0.163 Mn?* 0.008 3
Li* 0. 005 09 Cu?™ 0.002 83
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Fig. 1 Influence of pH(a) and Eh(b) on speciation distribution of uranium in Southwest groundwater
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Fig. 2 Influence of Ca*" (a) and Ba®" (b) on speciation distribution of uranium in Southwest groundwater

10~ mol/L %] 10" mol/L 4 ¥k 2 4k . BF 5% F Xt 4l
FPAS AR 2 & B Ba® " Mk R TF 107 mol/L
B, BaUO, (CO;) 5 BR AR AR,

(2) Se(INDTEK A AR T WL B

FIRY HUZ BRI TTH 5 T Se fEK A AL
BRI M 25 R8s TR 3. IR 3 A, Se(IV)
TEK G AL b W B Bl pHL A 3 RSB 4 R T
BN pH=T7. 7 bk B KA. KA E bk
AT A AT B A7 o P 5 R B 7 s Hfo_sOH FiI
55 W 47 o5, Hio_wOH 27, Horp, 55 0% B A7 s
B B B 90 20 o e I B Y T R
BK.

100F  HSeO, total sorption

80

60 .
< Hfo_wOHSeO;

401 H,SeO,

Hfo wSeO,
20} Se0’
0

2 3 4 5 6 7 8 9 10

&3 SeCINDTEK G S AL B L iy e B
Fig. 3 Sorption of Se([V) on hydrous ferric oxide

M pH <T5.6 B, ¥ W& R o 3 E L
HSeO; ERFTE.BEHE pH HIA W TF 5 K &1
S B S BTG KL FE pH>5. 6 B R 1 4
KEB Sl w W Bt . pH #E 7. 5~8.5 B, (& R ik 3
R RHE IFELR T 90% . 24 pH>8.5 i}, 1%
Bt e TR AR R . X SRR O K A A AR F
7 BUTE 8.0 2247, pH 7E R WA sl Z HT B . 7 4
FTH TE L, Se 72K W P LL HSeOy 1 SeOF
SR E I A A R T Y pH AEE

A7 A, Z S I 07 ) 2 15 9 S T AR SR i
I 2800 ok R S Dk 55

2 B E

CHEMSPEC #4115 45 1 5 76 45 D g B
SIR RGBT 0T AT T A% 2R AE PR B
H AL AT Ry o fiff T R TN B 22 1) S B 4 2
B 5 45 S 3 O M ) R RO A BT R R
TR T 10 A0 Ak A 80008 2 1Y) 56 3 . AR IRV T % I
AR R 2 Ay BRI RN T A8 3 1 A s
WA e A EHPZR W] LT B BB
FEIL I FPAS S BT 3R AR 55 1 % A% 14 it 3R A%
T HRR R K P Hh A R R TAER B, H
B AU T 2 18 BT A A5 BB P DL B4 A% R
E [ R 5 1A AH AR R O X BOHE AR T i — 2P
563 . AR B ETAARAS b s it 55 2k —
H b EAEE . S WA AR 2B AL
Iy

(1) gk—2P5e J R8s . H i k>
FOe g PLEC AR O JE R . R SR A HLIR B 4% A 57 an
EDTA %) 54 & 8 F 1 e & Y e e 0 4, 75 220
FHELA 19 53 Bt T Boxh BLA B4 2847 4 78 FIAL IE.
[ o B R AR 1) S B i 5 45 il RS B 7
ARV AT AE 25 57 (H 45 3% L 5 8008 8 HL A AR SR 1Y
M | T A D A A B TR b IR 1 B

(2) SEEHIE, AR ES R R TR
I EVEM TR AE R A SR T A KR SR
BSAE . Ay B R ORI F — 26 % T 2 Can B[R] 43 B
WO 92 6 6 3% ¥ (TRLFS) , X 5 48 W ik % 3%
(XAS) SEHA) X Pl 25 7047 52 36 D 45t o DA o] #0428
TR BT VRN R

(3) MAIEH. B N1z 5 A B
WFFE AR 8 Ry P 1 P 25 43 AT A 78 4, 35



402

Bz Sicteyr #39%

B IE RS M8 VR 132 RS A R A 5 ffj
B SN AR A T BRI R B
SR WA . [ A B UK R -k 2
(THMO) s #4-7K J3-3 J3-1k 24 ) CTHMCB)
Z I ZR AR H e NI R & — 2k
IR B

Bt LUK AL 5 00 T TR S B IR R
PeE PR B BT UK S 52 31 1 5% [ B Rk £ Tl
F E R HARBL ARG B R R VB
TR BT 5T B ARt o T E K S g = L A
JeE NANRIAT SR KR T 8 B 5 S8 ARt —9F
7T

Sk

(1] XI&ESr. B B8 B Ak % [T ] B b2 5 505 1k 2
2009,31(Suppl) :45-52.

(2] T#=.5%. XHFL. LSS0 CHEM-
SPEC K H R L] o BB 46 2%, 2009, 39 (11)
1551-1562.

(3] BR¥E. Ef . B30T 45 48 76 M kb T K b (9 3
i B 4y T L) ). By BRAL A4 2 4, 2009, 26 (4) : 811-816.

(4] #hABRE . B SCT, 4. e bl 7 — ok b i 3
i B oy T L) . A% Ak 2 5 0 Ak 2% . 2011, 33 (2) - 71-
76.

(5] R, £ =, BRiG. 55 1% f& o
CHEMSPEC(CH++) & H i H [T 1. o H #} 2. 4k
2.2012,42(6) :856-864.

[6]

[7]

(8]

9]

[10]

(11]

[12]

WK B R XA SE Am 78 AN [F] 3 T K
V14 o 285 2 A R S BE o A L) 0. Al 5 A e
2014,36(5) :263-271.

PR E L % K2, 55, Fil ] CHEMSPEC £ 41)]
T Np Hl Pu7EE L3 F K A iy i 25 43 A e L TR
KA AR AR LT, o R %, 2016, 46
(8):816-822.

P A, 2 0% 5, AEL IR A A 4T A BB S W R
Al AL R S Je BT R g LT 1. Tl
2E.2015,31(9) :1774-1784.

Baik M H, Jung E C, Jeong J. Determination of
uranium concentration and speciation in natural gra-
nitic groundwater using TRLFS[J]. ] Radioanal
Nucl Chem, 2015, 305(2): 1-10.

Endrizzi F, Rao L F. Chemical speciation of
uranium( V]) in marine environments: complexation of
calcium and magnesium ions with [(UQO,) (CO;); '
and the effect on the extraction of uranium from
seawater[ J]. Chemistry: A European Journal, 2014,
20(44) : 14499-14506.

Kelly S D, Kemner K M, Brooks S C, et al. Ca-
UQO,-CO; complexations implications for bioremedi-
ation of U(V[) [J]. Physica Scripta, 2005, 2005
(T115) . 915.

Dong W M, Brooks S C. Determination of the for-
mation constants of ternary complexes of uranyl and
carbonate with alkaline earth metals using anion

exchange method[J]. Enviro Sci Technol, 2006,
40(15); 4689-4695.





