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Abstract: The researches on the diffusion of key nuclide Se in Beishan granite, which is the
pre-selected surrounding rock of China’s high-level radioactive waste geological repository.,
were summarized, including research methods, relevant data obtained and work to be carried
out. Moreover, the influence of temperature on the diffusion of ”Se([V) in Beishan granite
and the possible influence mechanism were analyzed emphatically, in order to provide useful
references for domestic peers.

Key words: diffusion; Se; Beishan granite; temperature

MHT AT 2 RS G A B ST AR . i O v O W R A A
BRI R AT O W) CLA R TR m il ¥ 03 B SR KT T i 1A B[] 8 il 9 75 30 380
GRMBENRART ., ZERERGEFHL  2FRE. 08 EEENNZSPIEMN EXEE,
it o IO R M o 5 B AL B LUK TR W) S A R AR D OB W Ak R AR G R I e S — B

s B H#:2022-09-09; &7 H #1:2023-03-30
* BEBRREAN I



HAW EHEWSE RN Se( V) TETR E AL 1L AE K 5 B HGE i B9 PR B 285

Pl (R AR 5 B ) W] A A0 BEL it 7K 3E e 1) J S
RS B A 5T OGS R S I A 2R A AL R
HTERAT AREA B R 2B — P EE
HE . HbR 2 EZEE KA S EEN
TR Hb AL B R TR TE L . T HOR A b L X
(AL LA 2 A S v O A R b T Ak R
it 3 [R5

TE 153 T ) 0 I Ak Y 2 A A R T Se (o
TN 2.95X10° ) I TN e WA 2
(8 6T 2 SFe Bl A N RR R 2B ) VB 1 B 2 R
BETBRK P EW R EERZ - H
USeiEBAT NI TR EWN T Z RE. ER
— PP R AR U T 2 L Se 76 IR 5 o I I i B2 AN
T B PEAEAR KRR B b Hke T AR AR S Ak 22 8
A5 1 AR S R 22 T 25 22 A 1B 4801k i D
fi CEh)-pH & fF# 6. DB 7B X7 61
Se(IV) F1Se (VD) T 5 ¥ fift AT £% . 1 1K S A6 25 1
Se(0, — T K— 1) 38 # L5 M 75 it 1) [ 4 X A7
FEN L R ARIBCRT S (1 2 O £ 3 A RO RL, LAY
w4 V8 A R L AL A R AT A A VT A A O
VEWOIRAS T Sefy L34 A A FE AL L A8 i1 5 (1 i
AT R R LB,

H T R o o R AR O M A R AR AE L R
1y T A ARG 7 A R A i I 5 R IR T L T
Qb A S — A ARG 4 DA A AR R R R S TR A
Ab T T — T AR U IR] B L AL R S Y
T2k 5) 90 CH T B . BN Y B A fr A
AN 43 52 0 25 24 1) Ak 23K -1 2547 O o 38 23 52 )
B 30T Pl 2 1) 4 B AT AL 2 . B bR e TR
JEE OO A% R A Ak P T3 L vh 3 8 5 e Y B 5 AH
Xt b AU /D R I 5T S R TE S o i R AE I T
Bl 25 PR g AR 4 S 2E A W AE R
H YR > 2 B bR RS A B
BB Ay BRI TR (<55 OO Xf 1 Al
TcOr FE 46 B 5 H ¥ B 52 ma, IF F & 1E 1
Nernst X LR 45 R AT T —E R, K
W98 0 5 30T Ak B PE ST PR 2% R 0 R Cn B
90 C) X PR R AT B T B 52, b R
XIS AR A LT A EE T MR
BEE ST Se CIV) #E FR E A6 1L 18 X 75 h Y
PEAT N UESE T H WA e O B T
P, IFARECT 70 'CF Se (V) 76 F& B Jb 1 76 5 &
R B

AR CE R R G IR AR Se 78 B L

A8 B 2 P T BT s 545 A SR U 5 B F
FORE . AT T IR R R U H R R AT
P Se (IO ALEAL A€ B & Hb 194 BRI T B8 AL . OF
XHE S TARSR I T IL.

| BHENRELEERSITNEME
B B RS E

ST PR A R (RIND 7 38 ] 701 32 Ak & %
LB R A T T ECR BOR X TR BUE
Py Hb T A B R 22 A VAN T R 1Y) % B R i A
YIS [ P AP AT I A% R A BT T R R B
B EEA BB Y HE (Through-diffusion) . N3 HL
12 (In-diffusion) P 8L EE (Out-diffusion) | #F 1 52
5 (Column test) 55 , oo, ) I /N 10 3 1) 4 i 5
F 47 B Through-diffusion # In-diffusion 3% &
T o0 B A 8 M S 06 3 e
1.1 Through-diffusion (& i&E# #%)

Through-diffusion 3% /& B b # & 75 1 & F
R AR B e B — O 2 B
HEA B HR BE — 0 B 52 58 07 vk L 2 AT R AEER
BBy AT AR G 5 k2 —

K 1 B 7n Sy — Fp L A B Through-diffusion
SCUG AL E N EG R B I 5T BT (Paul Scherrer
Institute, A FF PSD ¥, sy Hicke & b w4
At VBT R — > BT 2 B, B RS RO T T
7 HO T T A i 9 T 3 i) A e A% R R B Y TR
VB0 IR A 28 WK 5 1) SBORE e i B I 5l 2 ) 4
oAt 9Bt P ) PR BRI A S5 R 00 - S
MRGERIFFEAEE, Atk . H bR = B e v B —
0 o] AR 9 BE — 0 AT . A B Through-diffu-
sion 5, AT THIE A% R TE B A5 A 5T 9 20 B
FECD) KW f 73 B R ECCK D) S5 KBS 4 i H
AT DAE S P R/ A T A AR R S G A B R )

7

It B 5%

T g
% — AL P At i it/
— HURE (25 mL)

f'»'J pray L]
PRI (250 mL)

Kl 1 PSI ) Through-diffusion ¥ 52 3% % & [ U'®)
Fig. 1 Experimental set-up

for Through-diffusion apparatus of PSI*'®



286

Bz Sictey H4sg

AH G PR 2 G B L pH LB 5 B SR A R AE B AR
A BT AT ORI B AT Ry () 5
1.2 In/Out-diffusion( [ /4 85k )
In-diffusion ¥ — R 4 8 A B i B A IR B
DFAR A A% 2R TR A il O T A — 0 9 VR T
A BT R O ok I i H AR A% R A B
PR 2533 B 75 A 0T P 8 Tk BE 3 A R X A% R AR
R P R Y BAT A AT RS . Out-diffusion 5
In-diffusion ¥ A X 7, o 4 B I H 7R 37 oA o
rha] 8 H bR A R AR BN BT A [ SR
T 0 5 A% 3R 6 A o o 4 U(H R 2 388 I LA A ot
(U oA . XTI 5 5 In-diffusion 35 2% 580 3

| ——
Cp
Cp
5]
iR EC

LBHE 2HEBRERT 3 KBMERT
WA A TR P A% B BN %
20 R CF 2R (B i

) T

4. HU B

TUNE L — M LY In-diffusion 3 . A
FH/NET ) B 448 A O S 30 T BTS2 B T A2 52
In-diffusion i o " {03 B 9 /N B AL Je {8 B AL
EHRSE E R BB R BRI W
BFFE R TR AT 2 B K 2 A0 A ol AR BA
BN AT IR IEAE B L 8 B A0 A R IR AR A
RIEW  — Be— s B H L 55— SO R
TEA 5 BEAT 1 3 B8 U H B A0 BEAT SE I
DY 00 S P R A o DT A SR A A
AN ILA BT 37 B3R B R B T 3R % 2
A, In-diffusion i HAEMR 2 R WY HIR K D, . &
EHBRPARY 8RR D, i D, —FemE
B A S Wy B A M AEPLER DT AN AN D

ﬂ-:

5. ) i L

3k K DY DR

Bl 2 BB RIS T R iR R

Fig. 2 Diagram for the study of radionuclide migration by capillary method"

1.3 Column test( % 3L1E)

RS2 00 2 38 H bR i A B S AR
J& o« N FBORE B4 — ] L 5 A 0 AR R VS T
TEY HIORE £ 75 — D00 AS I 370 E 9% v A% 3R A 0k B2 L 7%
B H PR R B £ o L R AR H AR
PO BT B TR R B Do KR 3 i &R B K
GO R, FEVL SIS i R A R T
BB AR 25 5K 3 ) 2 KO R R 1 i
i, W& 3 FT R, Kk B Bazer-Bachi 4 # 1T
() — Fh AR Rk S R
L4 BEEZEGHTIHRENNE—REREY &

LmEFEN

F 3 52 56 O 2% 1 A 0 R TS B
T PR e ) R S iy Ak B Y TR Ok 52
RS S 36 1 BE AR o SR A2 LT AR I T
R PR 26 I A R RITE — o YO (— AR AR
T 50 °C) L T I R B R 5K

PORS RN Y S L DA 6 s | Al
XES AR IRBA L TTH EFE T iRy

19]

B m R WIS CN104345013B) H 8 R S 78
Bl A 32 e T IR IR B B HOA LA
HAE, Lo s TR R G T B Bs b Y &+
PST 4 #5250 B 1, H 4™ He 9 56 J5t 2 & 2 0L
L, SEpia AT gl 4 s .

8g ]

W 4 4%

K119cd™ ikt

Wb

Pl 3 Ak SRR BT SR R IR AT R

Fig. 3 Experimental set-up for column test""]



o543 EAEE R Se (N D FEF [E 6 1178 54 5 H 7 IR e ) 74 18 25 287

F 4 iRy B E s T I R e
Fig.4 Pictures of the preliminary
[16]

high-temperature diffusion set-up

iy B E WA AR T D R
FRA KAl 588 PR 9 R U IR & M (PTFE) il
PR S ELA [ 5 T K OUUER D) RE 1Y 46 ) Ak
HE 7 HOA IH 22 8T B ik 4 SMETT AL L 5F i 4
o SIMHE A TH Al T 35 A I 5 A SN HE PA L S n 1] 4
s s2) Hy Bom R AN 5 B s L SEBR A
B Oy HUA o4 P SRR O BEE R 3 ek
JE AP BB AR 2 A5 AR A N It 8
Btk 2 5 5 5o — K00 KK A S 1 e
DAL i U

=M=

I—H B T 2—— P HOb R 3——O B L 4—— PO HUE H L S—— P o ik
5 B B P ke I T 2 % 1 G e T

Fig. 5 General and partial assembly drawings of the inner diffusion container
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Table 1 Diffusion coefficients of Se on Beishan granite under different temperatures
Se ffy Sem AT
TR THRE
E Se 1y i SR R/ TR FR PR o - ik
pH S /d (m? + s 1)
#& T G SO I/(mol » L™1)
Se(IV) REEET Se(IV) TD* 20 dLIER A AR 0.1 7.5 210 D.:0.42X10718  [21]
CUR VR JE e FE 27 (BSO1 % Bl , De:0.73X10713
~10° Bq/mL) 35 680~690 m)/ D.:2.11X10 13
45 Je k3T K De:2.64X10713
5 D.:2.99X10 13
Se(IV) REHRTSe(V) D" 26 JlfER A R 0.1 ~T ~210 D.:1.57X10°%  [16]
~10"° mol/L CHHLY 8 31 (BSO1 % £l , D, :4.05X107 1
BH) 40 680~690 m)/ D, :4. 23X 10713
50 NaClO; 7K i D.:5.59X10713
TD*# 50 ~130 D.:6.07X10713
Ry 60 D.:1.98X 10713
) 70 D.:54. 42X 10 13
5Se(IV) REHRTSe(V) TD* 26 JIlEREE A 0.1 2.0 ~200 D.:4.81X107 1 [22]
2210~? mol/L (BSO1 £ 4L 4.0 D,.:2.15X107 13
680~690 m)/ 6.0 D.:0.86X1013
NaClO; K& i 7.0 D.:2. 14X 1015
8.5 De:3.58X 1013
TSe(V)  NazSeOs (PSerifi) . BAFEAD) 25 @iwdLlEx S 0.1 2.3 220 D,:1.77x10712  [23]
1075 mol/L (BSO1 # £54L 4.4 D,:0.52X10 12
680~690 m)/ 5.1 D, :0.34X10 12
NaClO, 7K ¥ i 6. 4 D, 0. 43X 1012
7.1 D,:0.97X 1012
8.1 D,:2.75X107 12
9.8 D, :3. 49X 10712
10-6 D,:3.34x10712
758e(V) RERTSe(V) TD* 25 QLR e SR 0.1 6.5~7.5 250~350 D.:(3.10~5.90)X [24]
7X 1078 mol/L (BS16/18/19 2 444L , 10713
380~550 m)/
NaClO, K&
75 Se(3 TR TS Se03 TD* 25 VA k=0t 7.85 2110 D;:7.53X1071%  [25]
CURSE T BT GRBIEHRK)/
14 036/ (s + mL)) HE 14 1P AR IR
75 Se( RER T SeO% TD* 25 lAskzrza 9.18 ~90 Di:1.51X10 1% [26]
IR S5 34 RBIEHRBX)/
12 211/(s » mL)) Vi ARE IR BV 131
75 Se(0f R EE T Se03 TD* 25 A ER/ 90 D;i:1.81X10° 13 [27]
CUR BT B i TE 140 25 1 T KV W

10° Bq/mL)

1) TD: @& #: (Through-diffusion) ; 1D N 9 #l ¥ (In-diffusion) ; D, ; & W 4" 8t & 4 Capparent diffusion coefficient, m?/s); D.: 4 %% 3" #l & %
(effective diffusion coefficient, m?/s) ;D : [E 4 ¥ 1 £ % (intrinsic diffusion coefficient, 7E%0{l -5 D. #%);
2) SEEYHE A R AR YR B (<S55 0O SRR B S R 7 SR TR Ok B (350 °C) RO Bt 45 2R



4

EAEE R Se (N D FEF [E 6 1178 54 5 H 7 IR e ) 74 18 25

289

SR Cirg i — S B 20 L AT RE TR Dy B 20 48 1
SR FHASRE 9 AL 1 A€ B o VR D 97 B S i e 1 47
AR s AL e M e s i B A N
YA B 2 19 LB 3 B K T 48 B e e 1 FL B R o
B BRI S B T BAEE BB Bk R
8 7 HICAR R4 L A 2 IR B R S e Ak %R S B
FF T R RITBARE .

iy S UL 92 7ESCRR L6 Ji T A p AR
) SR L )™ S 6 2 v i 9 S 6 2 )
BIFRE T 50 CRMET MY B, H &I 505
BABE TPATRE . S as R R B S
PEALBATRES ) B AP B RT3 T L 2R B 7 BOR
B 5 2R o B — B0 B R B EDAIE GRS T TR
XA 7. 2 12 VR A A A ] DAL O f P e R RS
6 2 I A S 8 O T A 1Y

BT RS T Se (V) FEAE L AE B e 3 B
M B4R 25 2R B L Se (V) 7R L 1L 4E 14
HR O IR AL JEE Y T o T A 65 L AR 26 ~ 60 C L
Bl A o R 320 BE S AN 235 . D TE RO AR
Y5 A8 ] — i g i 24 IR R B R B 70 C e,
D. AU R R = m il — DR %, Wil
R T 60 C YT HAR BOA STk 16 T4 08, 1E
i P A Al SC R HR R A 9 2 A O K . 5 E B
S R 2 B S 8 7 9 B T A T A I AL G S 0
GERER ) IZIE T T AN R 28 R 1 A8 i S 1
Z I R UE S

3 BEXTSe(N)EHLER ST B
1

fEe 1 Al LA ST X7 Se CIV) 7 8 [ b
IHAE RS 7 B R I L SE IR IR 2 B AE 20 ~
70 CLBRSCHERL16.21 R TAE RS WFT T iR B X

7.001
6.00F
7, 5.00F
o~ 4.00}
B
< 3.00¢
S200f
(=]
~1.00f
0.00F "
20

i . '

40 50 60 70
g/ C

30

\

10°D,/ (m®

o5

P Se(INOFEA L 48 5 5 Hf 7 8/ 52w 4b, HoAth T
YRR SE 5 i B Y SR h e = R A B AR R 4%
o HHRARVIA R T Se (V) ZEJL 1L AE %)
AL e Ak DL SCRR 16 ] i B8 S 3k
Tty BG5BT U BE X Se (V) e A6 1L 4 B4 24 R 3
A AT RE S MR LI L PE AL S ST R i — 20 AR
FIBE 7 ) AT Ry T4 b 0 Ak B A 1 28 4 DA 4R AL
WA .

3.1 REXTSe(NV)Ed WK ERT HH M

H SCERC16 ] A [l B2 25 T 7 Se (VO 7L
INFE B P A S HOR B D AR AN Bl 6 B
N BERRE T Se(NOFEJLILAE XA T D, B
Tk B T R I R . (EARE B A& E 26~60 C
WHIN D, FEARGERFAE R — i 20, 2R W3 5 1
MRS RF) 70 T, D, BB 3K Gy i — 4>
B0,

R (1L 7 S W 3E S R B X 4 T B R
M 7] A Arrhenius £ 550 s0HEFT i

D, = Ae B/
KA HHEAT 7. m®/s; R Ry JEE IR SR8 L
8.314 J/(mol « K); T J/ fj# 1B E K E, FE
WG ALEE T /mol, E, W ¥UE K /N5 ¥ BT AE A i
Y RO G,

43 A Arrhenius 28 3% R[] Y BE S B A
USe(NOAEILINAE R A P D B ST LA
WE 7 B, A0, R A W B A ) D,
BAE I AT ] Arrhenius 242 2045 3 547 09 #0045 45
HAH 70 CHY sAHXS T 26 ~50 CHEHE A 185
284 IH 19 W % . i LA Arrhenius 24 48L&
HE P AN T 30 S T PN 3% b e 7 (L 25 R A7 AR A
REM K 2 PR,k — s 17 70 CTHE
R SR RRRE

10.00

2 25 U

9-001 o g pit 4oz 70
8.00F
7.00F
6.00F
5.00F
4.00r
3.00F
2.00r
1.00F Ii ) ) ) )

20 25 30 35 40 45 50

I/ C

Fl 6 7 SeCINOFEAL ILAE R iy De B EE i A8 fE il 280

Fig. 6 D, values of ”Se(]V) in Beishan granite as a function of temperature''®
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Table 2 Parameters of D, at different temperatures

fitted by Arrhenius equation''®’

i B2 /°C E,/(k] + mol™1) LIPS /o
26~50 5. 60 0. 991
26~70 11.4 0.985

3.2 REX Se(V)#Edb L1 K = ¥ B8R N /Y

LB IR I

U T SCHRLL6 A AR 4 B 2 i Ak v 9 1
AR BT R 5 AN A D PR G R B X Se CIV) £ b
A8 B 2 P HORY B2 ma AL ) B AT SR AR R
IR S 73 5 IRES (Se Y FRZS K AE L AE 3 5 A &
(0 25 A4 1% DL T S ik — 2 20 AT

1) B 78 A X 5 9 B 73 1 AR A5 1 3 T

— 7 T 87 2 B T L 23 R AR K B 3
Lo B 35 Se CIV) £ 7K H B4 35 A PR RE s 79 — J7
T 5 T o 3 EUR A R B Se r TR RIE 3)
It 2Bk Se LEAE R A P8 L P
(9 T+ iR B 4T Se fEE L AE b & P B 9T BCR — V38
PR B fE A

2) SR BEVEE N Se 1R ST

U T S e e v D B A BR R pHL A
Eh {702 %41k, 2T pH [ Eh W45, A
CHEMSPEC #fF- 3 55 A [ 52 50 3 T 7 W
PR Zrh Se iy o3 A 5 B0 (I &)1, T8 8 4
BoR AR E TEBCP Se (LA TS IRA N
HSeO; 1 SeOF - il B ) U8 HF R XS Se 1977 1E
ol A5 0 B R B XS Se (VD 7E L 11 4E
2 BRI IR AR Se AR SAIESIE

26 31 40 45 50 70
g/ C
8 ANIFIRET Se FEY BUA W 1)
Fh S 43 A L (pH= 7)1
Fig. 8 Speciation distribution of Se in diffusion solution

at different temperatures(pH=7)1"%

3) SEG R B T PG AR B e R P A
Gails

SCHRL16 1R VR 28 BT AL AE 0~900 °C R Xf
TE 5 2 e AT T A0 HE CTGA) B 5 08 0 3] 1 312 5]
F18 JORC 453 2 T AR TR YR P A I 2 B IS AR AE
T RAER . &GS B sT 25 R i,
FE 200~800 “C [ FH L B N - 46 145 A 1 0 4L

W E 2 LA TP RO A A AL
B R (o) AL IR A h 47 BE (o) e 46 B8 (0 LA B 35 TR
FEKBEWT I 5 FH 8RB (DO Wl
FEZ LAY P U A S B R B D RO AEK
W 79 B AR D, RIFEW T LR D, K
LY B REO

B

D.=eD, =¢ 5D, = FD, [@D)
T

Aed/c M — A BARPFR I IE M 1 (for-
mation factor, Fp), N 7+ FEU 5% ET
Z AL B i B2 W B LB R SR M —
SERREE bR T 2 LA BT A R e S5 H R ALE
PRt JE B B T L B A S5 A R 4G 4 L 1T
TEREAR B2 L b M 45 1 b S i A A 5 i Mk e
— P ) — b A7 BT LR i A )

ST AL AL X I LA T (B R] R B ik
FE I o B0 N TR S 1 02 75 R 0 L STk 16 Tl
Xof S 36 1 JRE U FEL A AE B e B IR R AT T )
Mro Fr MBUES RN 3 Fros, Fo B 22 ALy
AEEINE 9 Fis .

AL L AE B a5 TEAS [ B T /Y Fe /Y B(E 25
RKRFE L HELEHEEULE Y 60 C R LUTM, F 5



4 EAEE R Se (N D FEF [E 6 1178 54 5 H 7 IR e ) 74 18 25 291

A BB EAAA 5 5 0 5 70 CCRELF A
BRFERLEL.

F 3 IR T AL AR A R T
Table 3 Formation factor of Beishan granite

at different temperatures®’

i/ C Fy lg Fi
26 (1.6740.36) X10* —3.78%£0.10
31 (3.24£2.07) X10 ¢ —3.49+0. 33
40 (2.194£0.65) X10* —3.66+0.13
50" (1.93=£0.54) X10* —3.71%0.12
507 (2.3240.14) X10* —3.63£0.03
607 (0.72£0.01) X10* —4.30£0.01
707 (9.9440.19) X10™* —3.00£0.01
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Fig. 9 Formation factor of Beishan granite
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