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GdyZry ,Ce, 07(0 < = < 2.0) £ ¥R HH FIX 42 d B, 2T Gt PR R e, 1E
i Gd3T, Zett Al Cett BRI 45 R W3k 27, ] — o A AR LI ] 1R 452 T, Gd3F 7k 70 °C 18
Bl 5—7. i s 45 R ] U Hh: ok & AE 40 °C, YR58 rhEE R PR B AR = T AE 40 °C 3
W AEAE 70 °C TEEL PR Y, Y o B E I, B BN IR FEARL. S 5 B U I ) A 8 I, 2 = 1.0
T GA3 T SRR () S E G R, B R IR Ga3T B EE & B K I a3t Ik FE A
YIS R] PR ZE A, G373 HH I PR A 328 3 38 7E 70 °C fHIRIAEE T AR 42 d 214 0.032 pg-ml 1.

# 2 GdoZry_CerO7 RIUFEM T Gd3T MBI L (40 °C)

B /ugml !

FE b
7d 14d 21d 28d 35d 42d
GdaZr207 — 0.00600474 0.00641616 0.00679266 0.0114996 0.0124665
GdaZr1 gCeg.207 — 0.00657677 0.00745243 0.0112462 0.0186952 0.0190894
GdaZry 6Cen.407 — 0.00736333 0.0165768 0.0186014 0.0193272 0.019592
GdaZr1 4Ceo.607 — 0.00988943 0.016605 0.0188089 0.0205542 0.0228521
GdaZr1 2Ceo.s07 0.00429578 0.0101368 0.0180414 0.0200353 0.0241781 0.0248168
GdaZr1.0Ce1 007 0.00491667 0.0110638 0.0185051 0.020686 0.0263877 0.0269413
GdaZrg.gCe1 207 0.00482497 0.0108884 0.0180814 0.0201796 0.0245439 0.025843
GdaZro 6Ce1.407 0.00475705 0.0105958 0.0167144 0.0199185 0.0226646 0.0230145
GdaZrg.4Ce1.607 — 0.00884856 0.0155289 0.0159204 0.0199268 0.0199847
GdaZrg.2Ce;.807 — 0.00817618 0.00949353 0.0156866 0.0160871 0.0195434
GdaCex07 — 0.00297715 0.0080763 0.0117245 0.0133068 0.0141057
%3 GdoZro—,Ce; O7 RIFESH Gd3T IEIKEE (70 °C)
) BEHIRE /ugml—!
7d 14d 21d 28d 35d 42d
GdaZr207 — 0.00624156 0.0064493 0.00701306 0.0121761 0.0144849
GdaZry 8Cep.207 — 0.00658596 0.00771353 0.0113433 0.0187299 0.0193264
GdaZr1 6Cen.407 — 0.00743257 0.0173143 0.0186144 0.0195217 0.0197266
GdaZr1 4Ceo.607 0.00371759 0.0100886 0.0175438 0.0189258 0.0225213 0.0236005
GdaZr1.2Ceo. 807 0.00492245 0.010169 0.0181127 0.0219509 0.0247153 0.0249392
GdaZr1.0Ce1 007 0.0051024 0.0110998 0.0185719 0.0223624 0.0286543 0.0318346
GdaZrg.gCe1 207 0.00509013 0.0110481 0.0182324 0.0220596 0.0247856 0.0263805
GdaZro 6Ce1.407 0.00492787 0.0109327 0.0176755 0.0199185 0.0227832 0.0237611
GdaZrg.4Ce1.607 0.00406412 0.00901135 0.0156425 0.0165073 0.0199879 0.0200252
Gd2Zrg.2Ce;.807 — 0.00854395 0.00956877 0.0161549 0.0165371 0.0195886
GdaCex07 — 0.00497358 0.00816443 0.0123695 0.0145626 0.0150535
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%4  GdoZry_CerO7 RFIFLM ™ Zet+ (R LIKIE (40 °C)

RHIKE /ugml—!

Kb
7d 14d 21d 28d 35d 42d
GdaZraO7 — 0.0003255 0.0009767 0.0015066 0.0026135 0.0026332
GdaZr1.8Ceq.207 — 0.000175 0.0009575 0.0011795 0.0015925 0.001933
GdaZr;.6Ceq.407 — — 0.0007749 0.0011738 0.0012484 0.0012746
GdaZry.4Ceg.607 — — 0.0006504 0.0007888 0.0010521 0.0010981
Gd2Zry.2Ce.807 — — 0.0004714 0.0005462 0.0007379 0.0007452
GdaZr1.0Ceq.007 — — — 0.0004895 0.0005747 0.0007198
Gd2Zro.gCe1.207 — — — — 0.0003761 0.0004122
Gd2Zrp.6Ceq.407 — — — — 0.0001687 0.0002807
Gd2Zrg.4Ce1.607 — — — — — 0.0002392
GdaZrg.2Ce1.807 — — — — — —
#5  GdaZry ;CerO7 RAFLET Zett (KR HIREE (70 °C)
FE RHIKE /ugml—!
7d 14d 21d 28d 35d 42d
GdaZra07 — 0.000339 0.0010251 0.0015207 0.0029266 0.0029598
Gd2Zry.8Ceo.207 — 0.00033 0.0009643 0.00139 0.0016571 0.0018973
GdaZr1.6Ce0.407 — — 0.000779 0.0013836 0.0014032 0.0014099
GdaZr.4Cep.607 — — 0.0007115 0.000922 0.0010829 0.0011132
GdaZry.2Ceo.807 — — 0.0005097 0.0005506 0.0007487 0.0007566
GdaZr1.0Ce1.007 — — 0.0001918 0.0005155 0.0006218 0.0007283
GdaZrp.gCe1.207 — — 0.0001821 0.0002285 0.0004416 0.0004605
Gd2Zrp.6Ce1.407 — — 0.0001562 0.0002123 0.0003136 0.000314
Gd2Zrg.4Ce1.607 — — — 0.0001952 0.000239 0.0002498
Gd2Zrp.2Ce1.807 — — — — 0.0001083
#6  GdoZra CerO7 RIFERND ZrdT (IR HVIKEE (40 °C)
R RHREE /ugoml—!
7d 14d 21d 28d 35d 42d
Gd2Zr;.8Cep.207 — — — — 0.00331811 0.0054729
GdaZr1.6Ce0.407 — — 0.000469819 0.0047662 0.00568973 0.00702317
GdaZr1.4Ceo.607 — 0.000999558 0.00463195 0.00569665 0.00711452 0.00835509
GdaZr1.2Ce.807 0.00103991 0.00432368 0.00688746 0.00831507 0.00865706 0.00983582
Gd2Zr1.0Ce1.007 0.00168857 0.005412 0.00970589 0.0103501 0.0103824 0.0109237
GdaZrg.gCe1.207 0.00209136 0.00675175 0.0108111 0.0118889 0.0122127 0.0130819
GdaZro.6Ce1.407 0.00366164 0.00685875 0.0120704 0.0128413 0.0133153 0.0136205
Gd2Zrg.4Ce1.607 0.00462904 0.00784518 0.0147119 0.0148054 0.0161543 0.0183605
GdaZrg.2Ce1.807 0.00528636 0.00913805 0.0154836 0.0176202 0.0192957 0.0196646
Gd2CeoO7 0.0081297 0.0107501 0.0180972 0.0193096 0.020351 0.0206798
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£ 7  GdaZra_,CerO7 RAFEM T Cett HIR KA (70 °C)

B /ug-ml—!

BRHKEE fpg - ml™

BHKE/ug - ml™

F b
7d 14d 21d 28d 35d 42d
GdaZr1 5Ceo.207 — — — 0.00143153 0.00335193 0.00726179
GdaZr1 6Ceo. 407 — 0.00308192 0.00519641 0.00521104 0.00715865 0.00844382
GdaZr1 4Ceo. 607 0.00218576 0.00515195 0.00696958 0.0076976 0.00770772 0.00855221
GdaZr1 2Ceo. 507 0.0022974 0.00527281 0.00767564 0.00943819 0.00991658 0.0104285
GdaZr1 oCer.007 0.00306567 0.00688147 0.0102604 0.0105378 0.0115566 0.0117957
GdaZro.sCer 207 0.00455637 0.00757821 0.0115216 0.0126916 0.0128342 0.0131552
GdaZro.6Ce1.407 0.00592692 0.00823716 0.0125565 0.01382 0.0139968 0.0144401
GdaZro.4Ce1.607 0.00629074 0.00937397 0.0212366 0.0216481 0.0262972 0.0269801
GdaZro.2Ce1.507 0.00640026 0.011001 0.0252854 0.0253646 0.028018 0.0304025
GdaCes07 0.00814977 0.0112208 0.0266852 0.0298327 0.0307705 0.0319511
0.003
—_—.— FO
0.025 N, —a
7 —A— F,
0.020 —~ —~— F
0.002 s
g —— F, /'
60 —~“— F
0.015 = >
iy ™ F
s —— F,
0.010 E o001t ST :Z:/J/_;‘A
0.005 —
(a) —%
0
7 14 21 28 35 42
T/d T/d
0.003} ——F, —
0.028 | —— F
T B
E natd
i - 0002} —e F,
0.020 0 D, J—
L ‘L\M —— F
2 i
0.012 } T 0001} —— F, v/v/"f'v
i T —— F, ¥
>
0.004 | (b) (b) ﬁ
O *
7 14 21 28 35 45 7 14 21 28 35 42
T/d T/d
5  GdoZra—;Ce;O7 F 4l FE b b Gd3t 9% ik K6 GdaZro_,Ce,O7 RHIFESH Zedt IR IR (a)
B (Fo X #F GdoZraO07, Fi 1R 3R GdaoZr1.gCep.207, Fi 40°C; (b)70 °C

8 £ Gd2Zr1.6Ce0.407, F3 X GdaZr1.4Ce0.607, Fu X

#* GdaZr1.2Ce0.807, Fs X £ GdaZrioCe1.007, Fs . ; e
H A+ A L vk B y P
#* GdaZro.gCe1.207, Fr 8 £ GdaZrg.sCe1.407, Fg X K Ze B A AE 21 d LLRTR 2 48

#* GdoZrg.4Ce1.607, Fo K GdoZrg.2Ce1.807, Fio X AT P A AR R A e PR, e A7 9k AT ik X
% GdaCe207, i) ()40 °C; (b) 70 °C WA R kBl MY o (R E I, &
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TR Zett IR B S IR I ) R B OE 1 T Ok R
0 PRI 5 R W I ) R I, BE S o R PR B4,
B Ze T IR R R PR A, X B TR
& o AN, S h Zett EWEh Cett AR, 5
| Zett B PR, BT S EOR BT ZetT Bk
NS o (R R m PG R, 7R — o {EA
R A4 R, Zett 7E 70 °C KR ik T
7F 40 °C M5 R (M R FE. A 5 GdaZraO7 13
HB Zet R FEAE 70 °C 441 R AR 42 d I01E
K, 4124 0.003 ug-ml—1.

——F, > F, -« F
0.020 f _er ' o £ »
_ —A— F3 —k— Fg
L, 0.016 | —v— F,
g —— [,
o 0012 | Fo
~
e
2 0.008
5
1l
B 0004 /‘ .
V/A ()
0.000
7 14 21 28 35 42
T/d
——F, —— F,
0.03
[
g
o 0.02}F
<
e
¥
ag( 0.01 }
il
F —— "
« ./. /./(b.)
0.00 :
7 14 21 28 35 42
T/d

7 GdaZra—;CerO7 RFIFES P Cett MR HIKE (a)
40 °C; (b) 70 °C

Mo AP LA E I, BHUAZ R Ce' T 1
BRI SR I BRI IE R PO R, B

16 @ fH RO I () A 2 I 25 4, 384K | Cett
7E 70 °C [ R B v TILAE 40 °C FAEE MRk
FEE. MR YL N [ R BE A ], 2 H R Cet T IRk
FEBE 2 {EL IR 0 Ay 3G hn. 3 32 B o A [ Ao
BEH o (LRI IN, Ce* IS fARLIZ W38 In, adk if A
73 [ Ak A b 5 52 e Ak 1) Ce IR 38 in, AT
{13 Cet™ MIRFEAL S o (M 2 IIE R OC R, FF
i GdaCesO7 1E 70 °C 45/ F AR 42 d B
H Cet IR B BN, 200 0.032 pg-ml 1.

7 IL S oAl B PR A, A A T8
15 Wy ] A Ak 3 5 A P R M AN AN B2 B T8O 1 1
VIR () 5 ), 38 B2 52 B AL E RS R OK . TS
A UM R BRI (o, BT ) B2
TR AR A T i s [V 7 R 2% R i 4 4
S R AL S e kA 1 R 84K Pu(IV) &R P Ea
SEPE M, AT Pu(IV) &7 A AL e dx
A AR AR B R, RGMEAR B T AL ek
[ 4k Pu(IV) (A OG R, HAE G UK 44 R K
W PR REEAT TFSE. (HA AR R Pu(IV) 1
AR IR Z 2 PPN TAE TR 2T R, AUl
H iy 1 A6 TF R b7 T RIE S AR, Ja Sefmtoe sl )
¥ Llie Ser e Uk K.

4 %

£ 1500 °C 4% fF & fx ¥ 72 h @
17 GdoZry_,Ce,07(0 < x < 2.0) F FIFE 5 1 7l
FAESEAETATIN, 24 o < 0.08 I, 4L AR FF A ke
SEAAH; 2 o > 0.08 B, [k AR S HAT GG
AT EERI M. A AR Ga3t, zett R Cett fE A
JSCHE 7K H B A I ) IR SE K A R
T+, 70 °C N HIREE ST 40 °C R HR AL
7 42 d I, Ga3T 15 KB IR FEAE 0.032 pg-ml—!
DA, Zett [ KR K FEELE 0.003 pg-ml—! BLF;
Ce*t [ KR KL 0.032 ug-ml—! BAF.
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Abstract

In order to investigate phase change and chemical stability of pyrochlore Gd2Zr2O7 used for immobilizing Pu(IV), tetravalent
cerium is used as the simulacrums for plutonium with tetravalence, and Gd2Zr2—Ce,07(0 < = < 2.0) series samples are successfully
synthesized by high temperature solid reaction and using Gd20O3 and ZrO> powders as starting materials. The experiments of long-term
chemical stability are conducted in synthetic seawater at 40 °C and 70 °C separately. The XRD diffractive data and extraction ratio of
as-gained samples are collected by the help of X-ray diffraction (XRD) instrument and inductively coupled plasma mass spectrometry.
The results indicate that the phases of compounds change from pyrochlore to fluorite-type phase when the value of x is more than 0.08.
Extraction ratios of Gd®*, Zr** and Ce*" in waste forms increase with the increase of immersion time in synthetic seawater. The
extraction ratio of waste form at 70 °C is higher than at 40 °C. The highest extraction ratios of Gd®*, Zr** and Ce** for 42 days are

no more than 0.032, 0.003 and 0.032 g-ml~" respectively.
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