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Abstract; Plutonium is an important nuclear fuel, also an extremely toxic radionuclide. It plays an
important role in the field of nuclear fuel cycling and radioactive waste disposal. In recent years,
attention has been turned to the content and distribution of plutonium in low level radioactive waste
water of nuclear facilities and natural water. Some analytical methods have been established for
plutonium determination in low level radioactive waste water of nuclear facilities, natural water
around nuclear facilities as well as the natural water contaminated by nuclear accident. In this paper,
the reported analytical methods have been reviewed and compared, and a new method for the
separation of plutonium from other actinides and metal ions using TEVA resin vacuum micro column
and determination of plutonium using liquid scintillation counter was proposed. The developed
method is expected to be used in the daily and emergency monitoring of plutonium in the future.

Keywords : plutonium, water sample, chemical separation, measurement.

2014 4F 4 H 17 H Yk,
« [E R AABESEES (J1210001,21301083) ;3 [FI5E H AR E AA K F- 442 (J030932) ¥ B).
s s ETHEC R A, Tel: 13309318358 ; E-mail: wuws@ lzu.edu.cn



i

1k 34 4

g3

546 7

1 FHRIERIMER
1.1 BRERIR

A 2E 40 AEA PRI A RNE BRI A SR AR T KA N TR BT |, 45 BT 1A R AR K
Ly FEHERL T 13107 Bq #5111 .1968 4T, 3¢ [l — 438 MEHLTERS i 22 P BRET (4 T3 vk L B B8 #5510 i,
TR, 24 110" Bq 1k E8 B BREE P12 1973 4F ) U [ SR SR R A B R A i, A 2.2%
10" Bq SRB LRI BT A ). 1986 4F, BT AR VI AR 15 DURIAZ oL il % AR B HE IR | Kok, 24 1107 Bg BRI
FFRBE Y 2011 4F | HAAR IV & 2L 9.0 R IR 5| & W0k S 8UR Bk & 2 TS H
AT AR R TR R B e , DA 5 4% v 3 DX 3 P 4 38 PR 0 H1 A9 - 238 - 239 FiT%R- 240
AT e 54 S A% H il MU R AR A DG (H H AT O T BV ) 7 e B T SR OIS TR AR R HE
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AL ZR O A R BE o - DA TR 3tk AR, 2% A AR it 0. an SR iF A AR P 1 81
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Table 1 Nuclear property of main plutonium isotopes

RGN /A AT FEARRE/ eV
£r-238 87.7 a 5.495(69%) ; 5.716(31% ) ; 5.610(0.18% )
£r-239 24110 a 5.147(72.5%) 5 5.134(16.8%) 5 5.096(10.7%) ;5.064(0.037% )
f-240 6561 a 4.999(0.013%) ; 4.917(0.005%) ; 5.162(76%) ; 5.118(24%)
B-241 14.35 B99+% & 0.0024%  5.014(0.1%) ; 4.849(0.003% ) ; 4.893(75% ) ; 4.848(25%)
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Table 2 Commonly used oxidants to convert Pu( ) to Pu( V)

AL AR 7 RN I SV H AR
BrO; TR HifR DA
Cl, 0.5 mol-L™!" HCI i %
Cet* 0.5 mol-L™" HCIO, = R
Cr, 0% A il AR
105 iR = AR
MnO; i iR i AR
NO; G FEifR R
HNO, RRPEIR Z il — %
0, 0.5 mol-L”!  HCI 97 °C R
TI** 0.5 mol-L™"  HCI i (34
£33 FHAFWKPu(IV) IR Pu( ) 138 JFH
Table 3 Commonly used reducing agents to convert Pu(IV) to Pu(1ll)
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Fig.1 General procedure for the separation and measurement of plutonium in aqueous solution
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Table 4 Co-precipitation agents of plutonium in aqueous solution

YL Pu( 1l Pu(IV) JLHLTER Pu(1I) Pu(IV)
EERIA R vV % TR — vV
AL 4 Y ERAL vV VvV
e vV Y FRAN(IV) vV v
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FEZARZ R, RN S A B S - 22 18] (9 VR 32 Lo B V7 VR 5 T 0 HL A e fe J ok 88 5 DR 3 R R
KT, Pu( V) B 7 Ik MHRR AR, Pu( V) A 8RB AL UK A BE . 72 HNO W, Pu (D)
TR B 251 R R E , IR B B v LI P A I IR A7 AE B DL, Pu (T ) 75 5 9l 8 Ak I Pu (V).
Pu( V) 7E pH 2—5 MR PR e , TR BE R S B, W R tbab A A Pu( IV ) Fl Pu( VI . Pu( V) 764 R %
PEF S o AR, HOAR M Bt 2 T VI R 1% s T o I v e P i AR AR R T LA A
Pu( V) (HAFEAE.
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FILAY Pu( L) Pu( V) F Pu( VD) b2z A AR R A TR] AF 58 N 53 352 R AR 0 3 b e
RR BT 153 125 BRAEFNN & FERR 5 1 1Y o B Bt b 38 7 SO B8 B8 1 AL & M B S B — 2
(EARYEER AL 2 PR EE LR BR B 40 T 58 2 i B — M B A AT RERY. 7R L BRAF o T AR b 45 3 Y B —
W SRR BOEARRT Y, S DA RN 25 AR IR

(1) Pu( 1) B ) 1 45

Pu( 1) #W AT AR Pu (V) F1 Pu( VD) I8 S5 A5 3 768 H 250 T 5 09I 550 A Bk R
e BRI W AkE: | AR AR AL S B OR ST RN A R A5 R R R e S — PR AR 5 (9 38 S 7, 7
FRVESAE T DB B I A AR E TR 5 Pu( L) , AHRE A f2F R

2Pu* +2NH,OH*==2Pu** +N,+2H,0+4H" (1)
4Pu*" +2NH,OH"==4Pu’* +N,0+H,0+6H" (2)

JHFA I — s DL AR R, R A S A R R IR Pu () |, 76 2 i A5 R T B gl B b3
P, SN T I A PO M R TR R R P ARG 1% T s T 8 R, Rk 32 7 38 A 4 v ek B RN AR TR
[ Y o ST N A VA U i 2 B -5 W] B

2Pu*" +2N,H;==2Pu™" +2NH} +N,+2H" (3)
4Pu** +N,H;==4Pu* +N,+5H" (4)

(2)Pu( IV) W) %

Pu( IV) W — ol i Sl Rt 5o Pu( D) 485 AR DR Pu (D) AL Pu( V) 15 3. 76 1E 5
AT SRR R | H S R AR AR R AR BT R Pu 1) AL P (V) Pu( IV) FE# A1k
R R AR AR S SO o B AR, T LA Z2 W i R N 25 R R R R AN A TE — i 1 SE e AR
T, EASRENEE RS Pu( I AL A Pu( V) AT Pu( VD) 385 Pu( V) RS FR 44 5 58 1 & 5 1R
FE RLEE AR B RN 2% BT 5 VR FE A DG Moore HEFEIY 7750 . 7E 10 mL AR 1 mL SRARERS
W ,3 mL HPBE N 2 mol - L™ BYRSRR AN | mL HREE N 1 mol - L' $hAR ¥R , $iHE2) )5 16 80 °C FANFAS min,
BRI Pu( ) SRS 2 mL BN 1 mol - L™ RS EREN , CE 200, PR R Pu( IV) I

TESEBR AR TTA ZBGE W E RS 2 Pu (V) R ZER IR IA R b, Pu( D) FIPu( IV) 7EBEM HI
Pk = SRS A ( TTA ) A9 53 L RERAL, Pu( VD) I 0B R AR &5, 9 H Pu( V) TR R RS R U I HL RB AR
FEAETE, AT B TTA AEHEAS 8 T8 A A0 SRR SR Pu (V) .

2.2 BREYARA AT S R slifk

ARt () A NHEAR AT TR PR K N A SR KR — IR & A7 Z RO A 2R S S R T ER B 1Y

WERRI 27 A T, 40 Am-241 1Y o FEARRE TR N 5.443 MeV 15.486 MeV , 2%t o X 2 Pu-238 7=

SR (Pu-238 1) o FARREHRL N 5.456 MeV ) it LLDAZIAE I £ 22 i %8R 25 - 14 743 25 A 2lifb. K %8 W
BRIAGA 53 B T IR AR R — MR AL TTVETE | 5 2Rk FH e R P 4 0 9 700 26 B0 R 24k 3803 3 1 B 22
ESERTNP
221 BRRYAEEUTE

AT 85 S I FHAS [R) P SO A () — s 00 s A B 1) 22 S B TR G 28 (X)) 76 PR AN A 2 1) 95 741
Z RN AN 43 IO T AT 43 B8 AR A3 5 ik DR Lol Y %) 5 86 T 0 ok PR 35 PR ) e 31 T
S B RO AR UM TR S PR P AR 30 2 PR A U B AR v AR A E ST R R SRR, BRI
i, BRI Ao AT SRR Al A AR BGR) RN A B v, T AR BT 1 43 B R AR U3 25 AT TR B 4R
4325 Ruhela 58 AAHFSE T FERRYE A 5T H FH B B e AR %2 3G ( Benzododa ) X Pu( V) Y ZEHLGRE J) , HUS T
B AR

(1) PERE AL B

T RS AR BGRUEBEIR (AT A9, 2R IR 3+ i R S e SE N A sl AR 7= . A O 1) v
WAL BGR A BEIR — BEJEhg Wi Bl e ls | e S il AR e SE IR A — b L AU 55 i Y R A b
SEPERERRE SRR SR 5 S Ab R R DA AR IO K S B o R 28 4 SR A P 5
Br AR AR 20z 0 0 . s FE R b PR S 2 BGR B R — T 16 (' TBP ) il = 1E = 3L 408% ( TOPO) .

WRIR — T R Tl A A alifl , Mk (5, 2 U 25 B 3R 37 38 5 ZE RIS IR A1 Joa v 1B Pk 1 A< B
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TR, & — BB OE R 1 P B2 AE IBGR). TBP & —Fh B ARV , & B2 A8 U o3 J2 458 0 DRI HE | 76 S B
I FH AR R FH TBP = B35 A 05 207 L R 55 A4 I Aok 60 A 43 E L R SR AT T /0 | EL A TRUA o B M A
)T HRE L AR A B R 0 SRR AU AR G IR R 50T B R AR BGE B AR S TBP 45 A
TR ERE S EAB AL, Pu( D) \Pu(IV) A Pu( VI) 20512k Pu(NO,),»3TBP . Pu(NO,), 2TBP FiI
Pu0,(NO,) »2TBP A ol AEHH Sk

SIEEELABEACHRE 12028 TBP 1Y 10° 6%, RE AS IR \EhMR A IR AR IR A5 A i rh 2K I G s B8+, &
ZEIUER il LR R W R RG], AR —Fh NI A T R IR ZE G A 0.1 mol - L™ Y TOPO-¥AC
FELE 8—11 mol- L' HCL HZEHPu( IV ) AYZEHA AT A 5 99% ; 7 5—10 mol - L™ ) HCI H1fE5E 2 A HL
Pu(IV).TOPO MYAE R4 Ry, HHL R A% LA IRIE , A% B 5. — e JE 508 (TRPO) S22 05 — P e i FH 1)
FEIGR AL RE S5 TOPO ARARL, AEL S BT, 73 50 A BT 1A 4 T A i g FH 5.

(2) PRMEBEIALIGH

XRBERZERG 3T & 1S 2 AN AL 5 B2 7 e AR AH B i A B 1 5
4 B A AT AR X S AR G AR A U R T 5 4 R R U BC G W R e IR R S R ARG R
— PP R ARG H UL R PR S A ORI TR | (2-2 R E ) R IE R SRR L T
Pt SRR 55

T(2-LFEE L) B R (HDEHP ) J& I H Hfe T 12 B — Fh R PEBS R A BOR , e # e e, BV T
FHLE R, A 8, ks (5, B AR T8 0 TR B 3 T 9 EA T 2R B, S AR U 42 0 B8 IR iU L5 0 1
i TR0 P A B v A AR B R P 22 | IO AR ME R 0 K HDEHP X 42 J B8 7 B A BURE 71 5 1 &R IO R B K
/NI ,0.5 mol - L™ i) HDEHP- S E Lt A S PR AR R %t Am (1) \Pu(IV) A1 Np( V) BZE 3T
Feingg 5 proRt .

R 5 HDEHP-S B O il or 4 i 25 1 I A U Bl L

Table 5 Extraction distribution ratio of HDEHP-isooctane solution for some metal ions

HNO,/ (mol-L7") Am(1I) Pu(IV) Np(V)
0.1 4.3 2.8x10* 1x1073
1.0 3.7x1072 5.8x10* 3.5x1072
3.0 5.6x107° 4.9x10° 8x1072
4.0 4.6x107° 4.9x103 —
6.0 3.8x1073 — 83

. —Fm .
(3) B A WGH

A FERGA I A —OH . —SH 2514 P 35 [ Fl=CO0 . =N—25 i (i 1L A i A DS IR, 78 AL I Fe o
AT RS &8 5 110330 1 [R5 B R T8 s K PR 1 AR SRR ES A 1) X RS S eV T
K, G FANER, T 48 B TR BRI 0L T, W REH 4 I8 B 7 58 e R I8 UL I 2K U AT
WEMY B = S0 B ( TTA) (1 -2 3k -3 — F 3k — 4 - 2K W1 IR SE ni e R i — 5 ( PMBP ) | N — 2 FT Bt — N - 2 %
(BPHA) 5. TTA J&—F i FIIMES & 2 BGR , A B IR RN A S i e G R v DUR e 4
JRETFIEREE G Y. TTA 2 &8 B T &0,/ DERMIR R PR Th(IV)  UCV)
Np(IV) FEFE AR RBRE 21T, T ANE Z &8 B F B HPu (V) BLAN, TTA XF 4 il RoT &R
BT AR AR B | 38 F T AR 7= ) o R R 40 s R Y

(4) BeZFEGR

WS AHE R A (IO B 7 BE S O LB TE e e PO B R 1 1%, 5 & B 45 A PR 128 ik 31| 2
B4 Jd BROR . B0 T R B SR TR e S B S  77 A HE F  (0378 3 580 (454K G A v 6 P38 o, ik
PRI AL BCRE 74l BL BR B AR LR 2SR FARKIE R P S A, AR 3T
TEK I REIE W& R AR ( TeO; \RuO; \RuO") . M 42 & Ao + 4 &8 7 KA O AR METE e & A S 1,
PRI T LA 2 R BG4 ol 4 8 R - 4 i 4 I e 2 A6 AR EL A A% B0 A st [ e, e
AR AL, B R AR IS i LB RS AR G e RS PR AT TR R R VA Y T G B B T I R Y
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WA BGRAA = IEF 2 (TNOA ) Fll = 532 Bie (TIOA ) .

TNOA Zy¥ TA ML, AT LAAE H R H 2R oo 28 3 FH ok 25 BORIT 43 25 40 R JC R . TNOA XA 7]
WA R IC R NAEERE AR KI 20, %5 3 4 98 R IC R ILT AN, X 4 4 Al 5200 R 2 HURE 71 1R
5, B JEF BRI TG 0. B TNOA-— F SRR R AL U 22 0% B ), 4 )8 B 116 A3 MU AN K AR
TR A3 C LU 2 A 2R R B A MG T A8 K, — M A 3R R B 35 51 4—6 mol - L7 B, 43 i REGE B i K. )
Hh  TNOA SR B A BURE 1 K T4l e AT LAk X3 4ih 2L BUAE F7110 200 /751 B LA, TNOA 384570 25 4
BRI VS TR

(5) PrIRl 2 BRI

PN ZE IO 22— M 5 A W R sl A DA AR IO, 4 8 A HL R 1 0 B Az Bz R T B — AR B
TRZR . — R, PR IRI A IR 2R A A UL g PR R 4 B 5 4 I 5 26 1 — 23 A R AL A AR 1 4%
BY RS AR GUKYESR 7R HLIAE T A b 2R BOSCR . 6 DI ) 2 G A 5 390 46 B
AP B R AR ORI | T P Wl T A JBUSRI R P P Tl P A DGR 28 790 4 B A I AL A ) 45
2.2.2  BRBYESFACH R

FH T BR 00 B L 35 LU A s AR 2 B R o 1) BH 8 - A Al | 25 IR B SR 2 TR I S PR S 7 4
S0 S T A Wb g 4. DRI, KV S B R AS(EL AT L FH BH 8 52 B ) i ok 43 2, i mT Al ok B 5 1
AR A A3 B X PRI 7 I AE SEBR T AERRRE ) 12 N, A ol 2 B 8 S B A g , 9k 28 P ofe 43 B K I
W ER.

(1) 7KW PR 1 B 5 1 5 46

FERRMEA BT, DABH B8 T A AE B8R AT LAk PH 25— 32 B B g T B, R 76 BH S - 28 4243 Dower- 50
43 3o S [ e R R R R B KA U 6 TR

&6 WL N AFIERRRUKBEXER (5 Bq) Vel AR

Table 6 The effect of hydrochloric acid concentration on the desorption of 5 Bq plutonium at room temperature

ANl 3.0 mol-L™" HCl/mL 6.0 mol+L™" HCl/mL 9.0 mol-L™" HCl/mL 12.0 mol-L™! HCl/mL
Pu(1II) >100 30 20 12
Pu(IV) >1000 70 7 7
Pu( V) >10 3 2 2
HI 8 6 ) 7 o vk BE (0 AR R VA D, R i MR E 15 T 9 mol - L1 A R R AR I W Bsf | AR /MR
S EN e Rl N ¥ N N R i s A R et N N S S R 'aE S L BB O S N 1 N 7 S
BH 8 5 4 s A I V3 Y T B SRR B - e B2 Pu (V) 7.

ITEBAESR ST 51 R A B O ER i Rl K G LR Rk TR B S it A S R 8 22
A A AP o, BE BRI IR 22 W R 5 1. Wong & BRAET ™ X Pu ( IV ) B4 IR B ok 3 2 DI, WG o i 7 e
AR5 9 BB SR A AL, H Pu (V) 590 B fE 732 W 14 98 1 Kumar 25 Ak 52 i + %F
Pu( V) AR B 8l A it A7 T 5.

(2) KW PR I B 5 15 4

AR R R ICRE TSGR IR, H HIFZ T RARIE B 7459, Bt A ER T % 11
BTHEY, 2B T2 g , 82 fas il 1A 2 00 R B2 mT A RS ER ) 43 5. (i FPu(IV) EE Np (V) |
U( V) BRG4GB T A S5 B i FR A 0, 8K DABH B8 128 5 0 T =X B AE AR 1
oA AZ 25 I DA B 5 T SAEAE , ASREBI A I W BFE XS BRI 5, B 8 5 A g 75 Bb B 5 58 7 10 0 18
RORTTLT , Choppin 5 IA K B 8§ F 3¢ ¥ i B MS BR 25 T 5 T R s R ALH AL 4 )8 & 140 FF i e A 807
200 TS T IR S A A B AR, — AR RS R A I R AT, W B AR I A Pu (V) 4% A W Lk
HiE 5[ (C,Hy) ,NTPu(NO,) & FIMRISOETEARAL, — AR FERE RS T Pu(IV) LA Pu(NO, ) ; IE X
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