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TP Prh I & Pu () ICP - MS
& J5 g

WAEE, PXE,#H A% FLRER, IR
(L AL SR S Y EE BT S Bt R MR E AT B % I3 100871 2. W14 AR YW o8 B 310012)

B BT M LEMAEYRES T Pu RS ICP-MS B F %, BFEMAHRBEMS
B FERER SRR PN Pu S TRAMBRA, HFEX UMEFEEF R 1.5x10°, EMAT
APEX - IR B L3 B 71 Spiro £ RS B /5, ICP - MS M & & 10 Pu AP Pu H BB W™ U ZEF 5
FEREUH /UMY UH U FERAPFIRH 3410 °M7.6x10°°, WZEFEZHERERE S
WY H ICP -MS B b TR A Pu MBS R WA REREEATHZ—, EHEXPu
MPupg R WIFR 43 %K 3. 6 fg/mL 1 7.3 fg/mL, F) %7 B3 IAEA - soil - 6 A1 NIST - 4357 i &%
RBFITRAL M ICP - MS W B, SR REAER R P FEEERER PP U ER T SSEE

R VEIET X E ARt

XKW IEE Py ICP-MS W2 AEFRBEN  XEHET

ch B 4y % & ; 0615. 4 5,;0657. 63

Pu ( Plutonium, Pu) & —# A T & &
Fo WEPH Pu EERRET 20 #4 40—80
ERRXEEZABRSIEWERILE, Bk
SMOANRRBRESIR SRR R ER Pu XK,
M HDERE BHEBERSE., Pu KEH
HRBAEFRH FHAA OB EMLE
B, -HEEBWEEHEANK, BN A
REREHRLEE. N2011 FRAENBEEF
HOATLAE H ERTIE SRS PR Pu K E (0L
BpP Py I EWRE) MBER LM ULE
HMEEZGEHENEEREENSEMNE, B —F
i, Pu % B R BEAR R, Pu/ ™ Pu R E R F
Wt & BT R, B A Lo Pu/™ Pu JRF
EEAERERS Pu M ERBEN L EE,2H
R R E LES,

FRAMHPUBEEMUNENEFESR o G
%R EHRE SR TAREL(ICP - MS) & il
B A% B A (AMS) ¥ 70 A B B i 1% X (TIMS)
B4, Hou %M b4 b il 8 07 35 9 8 5k A%

R B B9 12015 -02 - 11

CRRERIREG A

T, EXEFER,ICP-MS i TEA
PV TR RA KT PR L FE AT D 4R A, B B
SRBSZ M B TR R Pu R MM A
o NEBRMBFRERRE,ICP - MS HiEE
KW THE LR KR BRSSP
Hﬁ%@%“ﬁom?ﬂﬁ*Wﬁﬁ 5 B o
Pu I B T P00 B T A, B A o 4 B
ICP - MS & 7k & #1 S 5 B 7 Pu 3 % BE15
Bl EERABAE, 2ECEYREY
FKAR T Pu BRI R 43 fo RE RSN %
Aridus 3 75 BERE R G0 8 43 B9 HR - ICP -
MSEXFH LI T XS fg % Pu i &R
&,

SMEBEXERSBRESTH PuBEER
@, AV & 9 Pu B E R ICP - MS
MEEHSZIEGTREAETEW U.Pb.Th
BT, BT UKESREET Pu,fi
MEAKP UK SBAL PuBE9~10 MR
G, U SEBEE Pu i 10° L L,
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B3 FESPY

B A ICP - MS U B i Pu BRI
ETABMBEEREPL U ENRETE,
W BT E R T, Zheng %7 F FH U
ZHF ICP - MS W E TP Y Pu R ALK, &
FHEXT Pu B IMIPRIAH] T 8 fg/mL; Muramatsu
%1V 8 A L B ICP - MS B TR AR
MR K 20 fg/mL, MEHNKHAREHRE, HH#H
EHUIHMH = IEFE M (TOA) ERAZHES
ICP-MS JM & 7 H3A s i Pu, BRI
%t Pu {9 K Hi FR O 480 fg/mL, HiXt B R, H
WXCERIRGE M e R S A R — 5 |
kB FALRA S, 55— W) 250 5 it #2 b
Xt B AR R £ SR (LHE™U),
ATHEHTT - LEMIBRYTIER
Pu B E K ICP - MS AT AL 32 F0 il B 7 W5
BHEERTHERERNANLAE FXH®E
B, ZE PuiR A P LB T X U SR E
5. ERRHES Pu X B MR 4 AR 2 o 72
HLAESHINE FRRENBEMER MR
BRI, FHOBAEFEERIEL AG
1X8 ,AG MP - 1M Ll } Dowex 1X8 &, 10 A
FHEE B S M4 #5 TEVA (UTEVA [TRU %, i
FIBEAZEBM N ERBFRE - RFELTH
TN RAE Wi, ML T, HEF
W IR o AR, BRAEE 07 68, W H A1
R IRE| M E AR BB R EFT T U
EI568 1. B A Jr Bk ik BB B 38 e 44 A
X Pu BEATRAMER K, B, AT BEEER
WE R BT S 587 mig
X (SF - ICP - MS) B¢45 APEX - IR E{L X B
Spiro JE L 1E % B#HIT Pu ZLEM R, A CFIH
KT ENBASE Y i TAEA - soil -6 ( 13 )
A NIST - 4357 (JURR Y ) #EAT T fb 2 b S A
B, BRI S B9 Pu 1 BE VR BE A1 Pu/™ Pu
JRFHERMSEZEEEES B, BIET ZF &
BRIRERME, HINER T HEMITBRY S
FREETRZEESU S Pu BN BN,

1 #MFAHx
1.1 {E5KH

LR BR AL EBEFAELEN L
Element2 AU i JE 5 3% L AR & 5 88 F IR BT i

X(SF -ICP-MS), 5ZHEHNREFEE
6 FH A6 0 0 AT R ERRR B 5 B TR R A (ICP
- QMS) 4 Lt ,SF —ICP - MS 43 Bt & , e 1R 4>
PEMATHRYE KRS TIE, mE®ER
HERMEL,

Foh, FATHE ICP - MS Fiss il A T APEX
-IREEBHFERSE, Hf APEX - 1R 4
FBEWAH b Elment2 87 9 F LR, MR &
T REfE ICP ~ MS Xt Pu 946 I FR R — 4~ 3
B9, ZR%H Spiro BEBAGFEBRLSF
RER SR H,0 & &, AT S8 i
FPUH M UH, LB T8 FaER, Bk
BEMEREK U S RATEXN Pull BN T, X
WRENEREFRRELTREE Pu X ICP
— MS & i #8 f# F§ APEX - IR + Spiro 4%
R, LRPICP-MS £SHINFE 1,

R1 AHRSPICP -MS BH R
Tab.1 Instrument parameters of

ICP - MS in this research

ICP-MS S K AHES

PR BT 1250 W

BHIR KR 11 L/min

WEYS R 0.9 L/min
- RTARRE 38 S 1. 107 L/min
big m/Am =300
iR A 0.1 mL/min

ICP - MS &4 5 i B 6 1] 3 min
APEX - IR (Elemental
FilkE o
Scientific Inc. )
REmEkE Spiro ( Elemental Scientific Inc. )

*Pu SRUEIE W L B Eckert & Ziegler 2%
A, BB ER0.128 7 ng/mL, fl 4% 4R
EEBmBERK, BRER 100 55, BL B3
Puik K 12. 87 pg/mL AR R B . TS
Y B R TAEA —soil -6, ETIRY S Y K
2y NIST - 4357, SC% B RIS R (HNO, ) (BE BR
(CH,COO00H) &AM B A s, 2FFK
(18 MQ - em ') f Millipore Milli — Q &4 7k 2%
Ao BRI E TSR IE 0 AG 1X8(100 ~
200 H) M1 AG MP - 1M (100 ~200 H) , ¥ X
H Bio~rad AF, B FRABHEREA“Lv—>y
77 M RIRARAE, BB 1 mL/min,
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1.2 FHERRENAMPAE FXmEH ERA

1 g KA BB T Teflon #d, 0A
21 pg B Pu fE N RERIME, MABE®K
HNO, (BB KT 5 FHRAER) G, ¥ Teflon #
[ ETHMME 160 TP 4 h, S FH
Pu i BXBIVEH B, —KBRFERGEEH L
B, 7E Teflon #% I FHE N A 2> 8 ¥ HNO, #
ToREBR, BRER G WK I
HFRBEANGETE RERSEZETFKEAEH
WL EEZE 8 mol/L, [ # 1A NaNO,
¥R ZEH B R 0. 2 mol/L, 4 BT 45 IS U A
et b 40 CHo# % 30 min, FHE B K Pu 2
PR N BB BB B T3 g AG 1X8 IR fff
BIVH Pu, ZEHBEAE EHZRT, B 8 mol/
L HNO, - 0.2 mol/L NaNO, % ¥ I # i 4b 38
AG1X8 Mg , R B R, R AR HE
WA, SR (B R Pu( V) 0B 72 #4 R
E)o H 8 mol/L HNO, I #F ¥k ¥k #i g, B &=
Fe .Pb. U 2% 5 , R /5 1 10 mol/L HCl 3 ¥k #
B, BRZ Th FRME, BRATHEHEAO. 1 mol/
L NH,I (0.725 g) - 8.5 mol/L HCI ¥k % #
B, % Pu( V) B ZE M A, A B L3RR, 3R 1
WA Teflon # 11 , H Teflon #F I B0 _E B AR
220 Chn#h , EERWRBEZE THIMATAK, B
EEVFEAMMBER  WEBREERK., ZTE
1k Teflon #¢ I P AN A MR ERFRZE T, 5 10 A B 8
fid 4 59 HC1 - H,0,,40 °C fi#% 30 min, i1 #4 58
BRIGRHEBER. EHITHE = (AG MP -1M)
DA Z R, BT S B A HCL - H,0, ATt
 AG MP - IM R g, MM RE,# L —
BB H BB B, KK 8 mol/L HNO, #I
10 mol/L HCl H ik M i8, EHF M H W, Ak
HBr ke Bg , 3 B2 A Teflon AR, B F
AR Ein#GE T A, InA ¥ HNO, BR#E T -
KR EWIEHEE 4% HNO, i, 234 FLd ik
wE, KEEMEBERLOE, H#1T ICP - MS
&,

2 H#R5TE
2.1 UJ/RYPEINF ZRNR

£ Pu S ER ICP - MS W & it 2 vh, (U 5%
) 2 BORE A /DN BB B XoF 4S8 A ARG I KR 7 AR R R

AT T CEEM AR5 ICP - MS 7
ERARR RS MRS R TR =
5% PR M 3 X HP - 4500 ICP - QMS
ERNFERMmERE R, B RBERE
4 x 10" cps/ppb"*? , T [Fl £ 78 7~ {5 A Y sk 4
FEJER T , A 50K H & Element 2 SF - ICP
- MS REGHEREIE S 1.2 x 10°cps/ppb®, P B
VD AT RS AR L, I B 47 5 8 T A R %
REEERHWREE, EXEELVELRE
FOoRTHENRABHERE Pu EEWER
AREE,FEREENFH MR RGN ICP
-MSiifE, XLEHHEREEBUERBRE
WEEMYS, AR RER, BEHWELE
LR FEIR Pu KB M B T THO =4,
EEHT APEX - IR BEBHEBERAK )G,
Element 2 i) R (5 8 F ., MK PFHER
(m/Am =300) F X/ KREBBRFEHRERX
B U B RBEEREIAT] 5 x 10°cps/ppb, FIE MK
B AT Pu B K W E A Element HR - ICP
- MS + Aridus A 50, AT B0 4 58 R LR &
EEAINHER,

FIRBES AW (BRI A L3,
HIMA™Pu RmER, 23 R ERREZ
RS EIR AR % W)™ Pu A% Pu T EUR B 3
FERR MR 2 TR 1B B A J5 3 X Pu #17°Pu Y
FER I PR 4 5 A4 3.6 fg/mL 1 7.3 fg/mL,
Y Zheng 21" 31 Muramatsu %[x]j’ﬁiﬁ By e i
) BR AR 24 (4 5) & 8 fz/mL #1208 fg/mL) kT
BHOE S AN HRIE A9 7 A 0 B (480 fg/mL)

2.2 EURRTAMER

TEMTRY FEEAITE U.Pb.Th %
SXIREHE S P LUREKFFERN Pu il £
FAETH. XERETERETEPHITERE
T Pu, BN ICP - MS REHMMEZ R TH
FURBETERRERSTH Pu B E WY&
¥R, @™ UH" ™ Pb° 0, & F #™ Pu,
PEUTH T APPPL°0, & T Pu R, EX
BFREETEP BT UNESES MAHE
FHPuHBERNBREFETH=ERKRET
Pb.Th &Rk TE, FTIU U R L HMAMTAY
BEEPuNEBMNEETRTE., Epovd Z1 B
REH FUBEBRPHW U ZTELSH W ICP -
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H36E HS5H

MS xt Pu #% E B M PR, ICP - MS X Pu i)
KBS HMERT UNKRERELEXR, R
HEMRUKEBR FTARBLBUER PullE
MR, B 1 AR THRUERS UKNEEST
PuEMBHE A, AT WAEIREES Pu X
{5 ICP - MS Ul & o , /i b 3 Rt BE b U 1Y
SR EGENTAEE, A—FE,MA—K

108 ¢

107} a
10¢ |
2105}
g
¥ 10}
el
+
10} |
10 | l
100 [
238 239 240
RTHEE

9Pk B (pg/mL)

HETZHRTECEEURERGDTR Pb %
EETR,MAFTEFHST T HKAE TR
EWrarEg, Bt Pb SRR TTR K T AT LA
WA, AL EEIRIETEN UMLK
RURFMERS U X Pu R ICP -MS il &
b=

103 ¢
102

10t}

w0 1110
U B (ng/mL)

a) 0.1 ppb( x10 ~°)** U AR e UF 6 , FL m/z =239 240 (U B A U BT B35,
b) FF B R R U IRIE S ICP - MS 37 Pu X R T,
1 REMERT UKNFEEX Pulll B0

Fig. 1

NIST - 4357 VLM FE R 970 U #3521
EERE 12 mBq/g(FFB MW 969.2 ng/g)!"
SRR S YR, U NS BIORBER, KK
HIBERFUKTER 1.88 x10 *ng/g, &
N UMESET LA EATERER B U
FIRFR(ER) 2, A E5E 78] IR
L b RN U WEBRE. RESEY
P UMREBEITBESIAXFEN UM L
BETHN 1.5 x10°, NESMRENEBHET
k&, Zheng ET R AT AHE TXHRER
(AG 1X8 + AG 1X8) b B EEFg b U
#1575 F 4 1.4 x 10 ; Nygren 25" Fi i % 5
)24 (TEVA/UTEVA + TRU) Xf + 4 #1 J7 #82
Y r) Pu B TR ATMIBR 24, AL B X U By £
BEFH(0.18 ~5.9) x10*, Boulyga e
ERZEREEE (TNOA) W EiBEKFEER,U
WEBHEHFHN(1.7~2) x10°, WJRUFF, &
MR FEXN UKNEEEF ST Zheng F A
F1 Nygren % A BB AL 3 /7 ¥, 5 Boulyga % A
FHNERAZERNEGKEHY,

7E ICP - MS M & B e, £ &3 U T

Interferences of U in the determination of Pu in final sample solution

Wi, Pu A Pu BRI ECR T AT LB
ER:

I = Iy - nly (1)

A, Iy, AIEBIE m/z =239 3 240 i &

B %% , B {ii A cps ( count per second) ;1, I

ny AMETHREET U NI RREREEET

BEER, L, BN cps, W BAE S H™ Pu

F*Pu R BWE C,.. 0 :
c = Loew = I Amea%‘ (2)
mes I.-1, A, W

K P, AT mea RFFF W™ Pu 2 Pu, ra LR

AERPu,blk RRZ AW FBEWE C, W

BALR g/ ] ABIESR T EE cps;A AR E

Boom ARBEREE, ;W LEHERKMER
-8

AR 7 W B C, (% 8 mBg/
g)H:

C, =1000-C,,

tra

ﬁ In2
A T1/2

AHr,1 000 KiEEREHRB AL, 1 Bg/g =
1 000 mBq/g;N, = 6.023 x 10 mol ™", i 55

It

C..* R(3)
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IS % B R RFB R T Pu A7 Pu,
R 73 5B 2. 296 #0 8. 436,
EAFENMERFET, VU NS ETFE
FreRPUH /U = 3.4 x 1077, U'H, /
U =7.6 107", NI AT A B B ™ U
B EEFEFTUHL WP UH 450 %

PPu Pu fii B A KT IR MR
P Pu M Pu i B HF ORI T g
BIH™ Pu A7 Pu M E LI ER, MTHEER
MUER, 2 Z AR ATAER U 25, % ICP
-MS W R RSP, FEFHEEU X Pu
P Pu T BCRE /N T 0.5% (WFE 2),

£2 TUMPuBENENER

Tab.2 Interferences of 2

U in the determination of Pu using ICP — MS

BUTSHEE  CPafBIEE  CUH HEE P frEiEcE T UH HECR
TAEA - s0il -6 82 256 1 094 3 266 <1
NIST -4357 93 998 6 210 3 1510 <1

ASCHRTAAE B X UNEBEHET R LS
x10° | ICP - MS 4 H (9 & m™ Pu W B > U
ZEFETFPUH =RA4H3x107°, @il
A OSSR RT AL B UL R ICP - MS
BEUHT, L HMABRYHTU F HE 2 x
10" BEE ST Pu WM B 7= A ., R E IRBE
HHFTUMTRAN 10 /8" . KEHK
XKTEAFRS Pu iy REF AT UESL, RE
MY P Pu BE EWRE A K 0.1
mBq/g, EHBERTBIKRE, AN 4x10 g/
' B AN R AR S ICP - MS i & 7
HEMABREFERES S Pu ZEWNRT G,
ATRAERE S Pu B RO RERERK R
ATHZ—, BAFEZLEERTAE L
BATIRYERFRER Pu B ENERIE,
2.3 FiEABERITE

T BARA ST R B R, AT X A
Z XY B TAEA - soil -6 ( 3-3) #1 NIST - 4357
(UURRS ) #:4T T =4 PAT R &, W& 45 R 5
F£ 3, HFE 3 AMLUEE,IAEA - soil -6 ¥
P2 Pu F1*° Pu Y ¥k BF EB X T NIST - 4357,
TAEA 2 % 4 i *P™ Pu B K ¥ M (0.221 =
0.007) pg/g,™ Pu B & ¥ & % (0.041 +
0.005) pg/g. LH M E75H| JAEA - soil -6 +
HERE B ¥ MOPy JE BE YR B R (0. 950 £0.049)
mBq/g, 5¥5EMH 0.96 ~1.11 mBq/g 5 41518
¥ ; T 78 i) IAEA - soil -6 1 Pu/*°Pu Al i
FEEFH 0.200 +0.024 h 543 EH 0. 186 ~
0.211 — B, NIST - 4357 F F Y # 5 b
29240 py 3% BE ¥R BE 47 (9. 089 +0.301) mBq/g,

WEZERENENSHE(EI 2~13.3 mBg/g il
BEUANANEEESFEENBER L [F]
1 E B F H R B8, NIST - 4357 & (57 Pu/™ Pu
JEF H R 0.236 £ 0. 016, ifi SCHR 8 M bR 28
40.233 ~0.244 A KMELERZ /G
VrEME . F A 30 O vk X B AR 4 8 A0 O AR
WSE YR SAT A B AW R, RS RS
9% Pu 5 BE W BE 7B % Pu/ P Pu A 1 & IR
FHEBBR TR EEHNER RIET
B EEAEAN & + 85 TR YA & TR
FRAESEMERYE, BASE5YFEHNE
25 R B R, IAEA - soil - 6 15 A Pu B B Ik
BE B AR, ™ Pu ¥ BE X 9 (0. 041 £0.005) pg/g,
WHASTAXHHBRERMAE FRXEEN
BB S0 AMICP -MS M E &K,
R ASE SR A ULAR Y h 10 "M g/g K F
B Pu BRI ERIIE

3 &ig
AXNRT —F L AT PR
HPuBEMICP-MSWEFE, ZFEES
T BRI B 70 P 25 B B F 38 5 )2 A S8 B X B
1 Pu i R AR ECAR 4, Xt F ICP - MS i &
PuIFETHERE U, Z T ENEEETFR
1.5 x10°, ZEM AT APEX - IR F 4L &
Spiro I VA 3 B 5 , B 0™ Pu 07 Pu 3+ R
M*PU ZRFEFHEFRTUHL /UM
BUH; /USRI R 3.4 x107° 7.6 x107°,
RIEMEE, FEAZ B R ENRE L EMTR
Y1k S i 4T ICP — MS il &, 8] LU AE & Pu
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# 3 IAFEA -soil -6 #1 NIST -4357 B E 3R
Tab.3 Mesurenment results of Pu in JAEA - soil ~ 6 and NIST -4357
#lﬁl%ﬁ #unuﬁ% 239Puﬁ§mg 240Pu )ﬁ%ﬁ(ﬁ 239+240Pu ?E‘E%Eﬁ Z40Pu/239Pu
(8) (pe/e) (re/s) (mBq/g) JRF b
IAEA - soil -6 1 1. 368 0. 240 £0. 005 0.051 £0.008 0.979 +0. 068 0.211 £0. 034
IAEA — soil -6 2 1. 264 0.221 +0. 007 0.041 £0. 005 0. 853 £ 0. 046 0. 185 £0. 024
TAEA - s0il -6 3 1.57 0. 254 +0.010 0. 052 0. 003 1.019 £0.033 0.203 +0.014
NIST - 4357 1 0.544 2. 038 +0. 001 0.470 £0.018 8.627 +0. 151 0.230 +0. 009
NIST - 4357 2 0.422 2.101 0. 102 0.508 +0. 043 9.091 0. 433 0.241 +0.024
NIST - 4357 3 1.1 2.226 +0.109 0.528 £0.024 9.549 +0.320 0.237 +£0.016
IAEA - soil -6 (£ 1Y) — 0.238 +0. 007 0. 048 +0. 005 0. 950 0. 049 0.200 +0. 024
NIST -4357(¥3) — 2.122 +0.071 0. 502 +0. 028 9.089 +0. 301 0.236 +0.016
BEH
IAEA - soil -6 — — — 0.96 ~1.11 0.186 ~0.211"
NIST - 4357 — — — 9.2~13.3 0.233 ~0.244%

1) Muramatsu (8] , Ohtsuka &7 ; 2) Hrnecek e L18] , Zhang %“9] o

BERMWHEMRERREATHZ— EF
¥ X2 Pu F17 Pu 946 M BR 43 31 8 3.6 fg/mL
7.3 fg/mL, F|FHZ 7T ES IAEA - soil - 6
M1 NIST - 4357 Wi fh &% ¥ i #1743 & F0 ICP
-MS &, %R BRBEMHESEY RN Pu
EERESSEHEHMNABRE, RIE PuE
SR “FE 8 —"Pu/* Pu RN R R T A
52% 68—, BiE T & F 580 E RN
7 G
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(1. State Key Laboratory of Nuclear Physics and Technology, School of Physics, Peking University, Beijing 100871;
2. Radiation Monitoring Technical Center, Zhejiang Province, Hangzhou 310012)

Abstract: As a widely accepted method of measuring ultra — trace level Plutonium isotopes in environment
samples, the most difficulty and inaccuracy of ICP — MS measurement is from the interference of matrix
elements, mainly uranium. In this research, we employed acid digestion and a two - stage anion
chromatography for extraction and purification of Pu from soil and sediment samples, which can achieve
high decontamination factor of uranium up to 1.5 x 10°. By introducing a APEX - IR sampling system
combined with a Spiro membrane desolvation unit, the yields of polyatomic interferences **U'H " and
PYU'H, , which are the main interferences of 2*Pu and Py, are as low as 3.4 x10 *and 7.6 x 10 ¢,
respectively. In case of using this method to analyze the Pu level of Chinese soils and sediments, the
relative tolerances of measured results are supposed kto be less than millesimal. The detection limit of this
method for *’Pu and **Pu are respectively 3. 6 fg/mL and 7.3 fg/mL. This method is validated by
analyzing soil and sediment reference materials IAEA - soil —~ 6 and NIST - 4357, both the *****°Pu

concentration and **Pu/**Pu atom ratio correspond well with the certified values.

Key words: Plutonium; ICP — MS;anion chromatography ; decontamination factor



