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Abstract Uranium-236 is an important anthropogenic radionuclide except for the three main natural uranium isotopes,
which could be applied in the fields of environmental tracer, nuclear emergency response, nuclear forensics and nuclear
safeguards. Artificial 2*°U is mainly generated through neuron absorption of nuclear fuel >>*U after neuron irradiation. There-
fore, the isotopic ratios of 23U with other uranium isotopes (fingerprints) are different at different nuclear fuel age. Also, the
corresponding fingerprints are different in different types of nuclear reactor. The operation statue of nuclear reactor, the
source of nuclear material and the migration of released radionuclides in environment could be studied by analyzing the iso-
topic ratios of 236U/?33U and 2*°U/?*°U in the corresponding samples. Since 23U is a minor isotope and its concentration is
extremely low in nuclear material and environmental samples, it is important to accurately analyze the isotopic ratios for its
application in the environmental tracer, nuclear emergency response, nuclear forensics and nuclear safeguards. In this review,
we summarized the development of sample pretreatment and analysis technologies for 23U measurement in recent years,
especially focused on the development of 2*°U isotopic ratio analysis using mass spectrometry, and the research progress of
236y application in the fields of nuclear safeguards and environmental tracer was also reviewed. The research prospect for
236U analysis and application was also proposed.
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LR 7R ER AR, RIS, A () B ] 1) A% A4 R o
BOU Er AN, I 230U W T DA YL AZAL AL A S 41 A
KRB WIS B . B AT, A R AR TR
BOUABY [N R HAEAE 107°9~1078 450, 3241 /K 8 N
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Figure 1 The pretreatment and analytical procedure of 2**U and uranium isotopes
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UTEVA # g )5, @it 20 mL 3 mol/L &5 mL 9 mol/L
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mol/L MRS LA, L3EF R FEEICR Nayw Mg, K
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B PR 43 B 14k 7 1 RO VA 2R 20 BT 1 R T
RAMZ—, i, s R, SREAM R, R,
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TR A% 2R TR 23 B A 1 DB ST TE T L ) 2
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UTEVA #Ag 8 IC, T2 B id A0 5 4 /R B 5 S B g o
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W B AG 1-X8 BHES W ig |, T#AFIAL =75 AG 1-X8
WA B R B, AT IA 2 FER R4 2= R 1AL
4y B[ H I#). TEVA 1 UTEVA # JIg i 45 & [RI RE AT BLIA
ZIMFIA B ), %190 Lopez-Lora ZE72U@ i TEVA M g
I UTEVA WAE4LE, K 3 mol/L WEERA i+ 2"Np-.
2B9py, 240pu Fl 20U 438, SR EE T LLIEE] 80%
DA L. Dai SFMOVE I F R0 AS [F]A FEAE 1 5 B, 430
#4587 Pu. Np. Th. U. Am. Cm. Pm. Y. Sr
Al Fe 5 10 Fh N TEURSR B PERZ 2R, FE S EREIA Rk
N 8 mol/L IR, KK AG MP-1M M fi(F T+ Th.
Pu. Np [AIfZ &4 5). UTEVA # AE(H T4l A 67 220 20)
DGA BIE(HT Am. Cm. Ln. Y [FfZE2E). Sr 4
HE(FHT Sr [ 24> 25)F1 TRU BA(H T Fe R &4
BN, AR SRS B, L E AR
FI RN LA E] 100.6%.

2.3 RIS

B )RS I 43 A AT DA i 22 Uy SRS, R AR [
A7 2% HOAE /0 Al e TR R . oo REACRE I A, 1 H AT
BOU oy EE @ A, W ICP-MS/MS. TIMS.
SF-ICP-MS. AMS %5. T AMS [FE A% R B AR
B, 118 AMS 7E 20U [ dr B E BRI 3,
F 20U238U A 2 B I R BUE AT LLAE] 1071 3
R 107354 HEHT AMS FEED, FN, 2k
VLR 445 2 %, Nz AMS EENHF “C. 121
S LA U P AZ A A AT, 1A 4CL 12T R T
BN 20U BRI A T, A AS R RO I A, R
AMS 7E 26U BRI oA B FEA an FoAh RS . oA
JRREFAR, W ICP-MS/MS. TIMS. SF-ICP-MS 2%, 4k
BOyUPBU R B R BUZAHLL AMS 1 5 B8 2, X
107 2 107, {Ha2, X TRERPTFFRPERE S 20U Ml U
[ 2 AT 5 CL4 58 A RS 2 T 7 oK.

b 5B R R R, ORI TR T A R T
PAREFH ICP-MS FARBEATHLM, UK 58 WU 1
ZZ&. ICP-MS EZHF SR TR B RBUE . i
B UT S S BT TR0 PTREAT 2 A% R Rl s . {HE, i
T AT (R0 2R 7F B e i 28U e R IE A 230U i
HEM N, LUK Z R T 5T, Wl SPEOAr T 2%Pbl60'0 ",
BSUH IS B m/z=236 AL L 20 tH 22,
N FH ICP-MS K6l 29U s}, UH T30 £ BRBCRAR, EH
R RERR YA RGERT, UH /U™ HUAE Bk 1.5 X 1074, B
FBEFIBRIE RS, HIE AR 3X 1075, {3 HER
N 0.2 pgel!, im T 2Bk & 20U28U
ELAEUOL Kk, 7€ ICP-MS AR K JEH Rz mr, H
MR 37 s ARSI A3 A 2300/2380 A4 R LR AE 1)
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Table 1 Simultaneous purification and separation methods for uranium isotopes with other critical anthropogenic radionuclides

FEmI Rl el RSNy B =Y
A By, 29240py AG 1-X8. UTEVA — [45]
K 8oy, 29240py TEVA. UTEVA 27 60% [17]
K By, BINp, 29240py TEVA. UTEVA 82%~100%  [21]

§ 238.239,24013 N 237N N 228’232Th\ 234’235'236'238U\ 241A N
KB 242;3_244(3;’\ Wipgy, S0y, BIS. Ee ™ AGMP-IM. UTEVA. DGA. Sr. TRU 100% [46]
IKFE ¥8U, P2Th, ?%Ra. 2'°Po. *'°Pb TRU. Sr. HRa 93%+7% [47]
FRETHEARE BA2BBODI(J | 239240241.242pyy TEVA. UTEVA >99% [48]
e 3 0, i
+-i5 BB 2823020 Microthene-TOPO 7?%; y [49]
B 0
+i% BIVY(J, 29240241 py UTEVA. DOWEX™ 1X 38 — [50]
K BABZBOVY(J | 230232y | 239.240py | BINp, HAm, PSr TEVA. DGA 93%+62%  [51]
K Te, 2'Np. 29%240py, 28U TEVA. AG MP-1M. UTEVA 65% [52]
0/ ~
EK By, BINp, 29240py TEVA. UTEVA 7121'%’0/ [41]
. 0

ZIRELRE S . A BLE S EE. L, Boulyga 20N H
ICP-SF-MS 43§71 52 2] IR 1 VLR AZ 50 i (1) + 458 i
i, L P0UABU R R ETE 1.10X104~10.4X 107
2 [,

MC-ICP-MS /2 236U Fi1 2°U/238U [A) iz 2= LU AE K
M EE TR —. HIEL ICP-MS i, HiKs
S FE RN RS, T LARE] 1077 PO R, G RE AL E
BUREAE, AT LSS B AR SR B RS A 1 20U &
BEAFE R AP, (B2, HTEE TR RS
PR R ) &R OB, S R TR TR 8N
FEEE, AR SRR B m R, BT R A B
AUV AR B 2, BRI AL S 2L, Boulyga 0
BFFL T ASHIZEAL ICP-MS X UH ' =25 S 230U/238U [ or
F O E R B 5, R IV A AT 5 3% (Q-ICP-MS) Al
J8 2 B R 1% (ICP-CC-MS) F] LA b P& UH =3,
L F 1076 £ 44, T ICP-SF-MS 1 MC-ICP-MS f#] UH '
g, N 1075; B2, MC-ICP-MS T 26U/28U [F)fir
LR AS PR AR bl Ath R B T S RS A, A 3 1077,
Buchholz Z55565 ] AMS 1 MC-ICP-MS  [&] i 630 73 A
IREERE S A 230U/24U LUE, % MC-ICP-MS Faill 45 R
HHAT TI0AIE, BEFURIL, X 2oU/*U Ff & IE KT
1073 FIRE i, MC-ICP-MS 1 AMS &5 B ARL, B KZE 5,
W HHE AT AR A A A, R R 09781, {H 2
MC-ICP-MS £l 45 0 =T AMS. Boulyga % 551F & T
pg A S BERE S MC-ICP-MS 2387 7325, il id 5 £
R IE L ICAZ 2R 1E - UH KR IE « 560 38 4% 1E DL Je 238U
TR IESEF B, STl & &7F 1 ngeg™ MIFES, 2PUABU
DL R 236U/238U Al 28 bR RS HY BR T LA 2] 1077 F0 1078
Xt EARFE ST S, WOLREM(LA)S MC-ICP-MS (145
G2 HArBON R RIS =kl o A s, H 2R
TET oW SR BB E T b B AR, ks, It
B AT AR R S R R M A 2, 8T S 2 b
KL AL 5 BT H AR B701 K LA-MC-ICP-MS AN 22
A AR B RE, DALtk AT WU 2 A il R 6 2R B A o 2 2 1) 3
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R BRI R RRE, FRNMGEIERIE. Ef
SOV i 7F 28 N IR A b B VS VR IV T v, SRR = 4y
TEFIR M ZR AR EAN IR S HEN SR IE, L 7Rk
rh 35/238y, 234U/235U Al B6UASU ) LA-MC-ICP-MS
SIMT T, AZTTIERRLAR LA SOK (1 Bl ORI 23 BT 45
RIARHE 5N 0.05%. 1.70%H1 1.80%. b4, if
It MC-ICP-MS 437 [z 25 LUABL I, - EH TR0 85 Piey )97 s
H A EMEAELERSESNENRMLRLES R
ARG, I -T B IR f A e, R, 2
X} LA-MC-ICP-MS 7~ [7] £8 Il 28 mr 5. B 8] 3 47 4% 1E
Claverie S5CUE O IZI R AT TRIEAIRIE. FFFK
B, fEARIERE LT, A IR0 R 2% b e, Bl
Ja B, (ER I H AR T TOME, I B SR
R IE G, R A — B AR R R . W7 K,
N 37 25N AR TF DR R [ 5, Joidii SR AN FIRR i 2 (AR OE,
T BN REAFESEIT. R, 7ERH LA-MC-ICP-MS £
Wh [F AL 2R LUAE BT, 75 BN S IRES AR A7 25 401
BN R B RS AT AR I, DAGRAIE S5 JE vt
Hff k.

H A, 75 ICP-MS Kl 26U i, {3 F & % (%
KT IR IS N EFIRERAR . XU
FiAREE 16256264 Ly fp Yang 52518 ] ICP-MS/MS Al
TIERPIRYR PoU A FEIG &R, EAES AR mE K
b BRI R J5, it DGA BHAEE LB, f KIR
B B AR T RS AR AS AR . YR AL S R Al AR B
ICP-MS/MS #5ill 236U Al Rz 2. 785 e il i F2 Hh,
F BB PR E AR . EIBRTE . AR AU
TER AR R, $emit e ReR. Wk R
& #: ICP-MS/MS JR HERE R 50 4 =138 APEX-Q/ACM #EFE
ARG, KRR BREEFI 2R, FBIK UH 2R T
TR, fEAT S RO RERIVE RIRIE Z G, FRHRIE
Th S AR s N RO U5 B AR R AR 4. SR — Rk b
W UERR miz=234. 235. 236. 238 ZAMUE T, AR
Pt N Oy, BHIE MR BN 25 Oy KA
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234Ul60+‘ 235U160+\ 236Ul60+\ 238UI6O+, ﬁ;ﬁ\:,ﬂﬁ%‘%)ﬂ\u
Ao RAERN, 2 JEEE R, RERRY mz=
2504 251, 252, 254 B Filid, SARIARINEE. 1 g
TR E RIS E T, 24U, 25U, 20U 28U U7
R PR 5N 3.04X 1074, 2.49X 1076, 3.50X 107 Al
5.08X 1075 Bgekg™'. 26U/2%U [AAL R ELAE L 20U'50 "/
28160 AT IR, A AR PR AT LAA E) 107°. Jaegler
SR FH AR (RIS 15 2 AS I 2 A7 52 B4R 8 4% < Wz el
MUTRRYIRE L. 5 Yang S5T7VEAN R Z ALAE T ERE R Gt
MR BRI AR 2 E AL L. Jaegler 25 £ Ei@ T Aridus
F1 Apex-HF PR [F] (R 3EE R GUKHBIRE S 5T N TS, 18
IS R R AR AL R TR R, AT
BSUOHAPU A1 24UAPU K IE. 78 H B J5 1 72,
Jaegler Z510214% 552 i ] ICP-MS/MS X 2°U/28U [RIfL Z Lt
(BRI 43 BT 7 V24T AR AL, K 20U/28U [RIE 2R ARG
WP FEZ 10710, T8 B0 id 28 5 vl A il R B Va Bl . 1%
T EERR R R G A FERE I DA S A B &S
RS AR E BT, 8% UH/U il UOH/UO %
R Oy Al N0 X 230U/238U il 45 S A 5.
UH 2§ m 20 ik EBERNEZ —. @i
APEX-HF #HFf R4, IREAFIREFEEFIXT UHTE
RS2, R IAE AN JE F sha [ = S, UH/U B
{HAE 1075, H 0.05 mol/L WY AHEFFIATII UH TE %
WA HE B AR R R AT R AL, AN A RS
IR0 (02s Ox/He. CO» %), 0.05 mol/L AR A it
FEVF, UH' P2 A R, UOH/UO ELAELE 100 £ 4 ; [
i, 02 A NoO Ay e 7 S AR AR b HAth S AR (U O+ Hes
CO0,.CO,+He) UOH/UO HLHIAK, #IEWE 0,8 N,O
REAR ISR, B — X ER W TiE AT A, K
B N0 1B AN AR, UOH/UO HE (K, AF]
6X107°, Hig I POU/A8U [H)47 2 AR A4S H BR AT
IEE] 4X 1071, R AT QS I AR . Wang 25 051F]
FAAH A 8 & TT R T3 RE Sl IR & 20U K 20U/28U
o7 2% EU AR RS0 o0 B 7 v, 8 R A 0 o0 A 5 T, 1
RZE | He. Oy 1 CO N RS % UH/U 1 UOH/UO
DR, WEFRIL, 4 He fE ARSI, 23U S SR
2xbE%E He HEFE S MG, 4 He Jii#7E 7 mL/min i,
Z8U7(1 ng/mL #AB)E 5 5REIEE] 6.3X10° cps Fufk
. LA 02 Fl CO1E N MARE, 2800 (1 ng/mL A
WOE T 5mEa] Lo liA F] 3.6 X 100 cps Al 7.5X10° cps;
BSYOH T ABUO T T AT LA A BE E 31X 107 A
2.4X107. A% §h 7E B AL FR AL R0 B AR AR A 1F T,
BOU [ PR AT LAIA$] 7.2X 10716 g/g, BOU/ABU [A)fir &
FUAB A AT RS 22 3.0 X 10710,

InIE s e 2 B TR iR & 20U & PU/ARU [F
P E LA RS s . B 20 el 90 AR,
AMS FFU6E R 28 200 BAS I 2 Ar (200081 I f

Acta Chim. Sinica 2021, 79, 716—728

© 2021 Shanghai Institute of Organic Chemistry, Chinese Academy of Sciences

ZHR SRR B AT B 20U A 200280 A E L
RGN FH ¢ 22 FRAX 38276973 AMIS 3 B3 3 466 Y5 MR
dn R 51 B, S e Rk ) O E RR A%
2, B S AR AN A A R P ) A 7 B 1 ) R IR
B, S ZOm I BRI SRS I o A R AL 2R A, AR RE
o, AT A TR TR R T, Bk, AMS LA
R 0 1) ) o S 28 A 22 D B8 1 I P2 A, i v il R0 67
TR REBUE, PR IR, EFXF IR, JE T AR
b 2 BRI — BGE Fe(OH); JLUTiE, il lke
Z Ja B A E A A TR, Z 5 AMS R
By AT R AMS BT ORI R 2 B AT
AMS L EBE T2 —. SAYE R ST
DU Ry B T s B, (H2, il &4liid . Jo/K 1) UF,
BORWAME, JUIR @ A IR R 20U
UFRO, S 4h— NI 2R AMS R4S
WA HTERER H 2300/280 [F R ELMET2. &5 10
mg ARG 5 100 mg PoF, #i RIYSJIRE, 15 mg IRE
FES BRI AMS 08, TR, @i 55
TR L, HIRST R AMS J5 A8 B6U/280 [Afr &
FLME KT SX 1071 i, S50 mrsE, EE MR, 20U/28U0
FA R HAENT SX1071 i, Kedllgs RimERoR, 2
SRR AT BELE T AR S IR A AN ), o3 AR IR & A
FE b 22 (22 X5 G, 35 RO i 45 SR AN . 1% 5 ikm]
DA EI T R A B E R, E S B RE A R, R
Bl EALE 70% LA b, & TAZA R RS 55 S AR .
EREUI R R L AMS R HE, BR TS
P A o A R 7 Ok [ 7 AR I &5 SR . L,
LA Fe /£ 5 A AT LA B8 DL SO RS2 R
THECR. AR, BRRRIEA R E NN Fe ¥ A i i+ 77 =X
AT DLIE B AR A B v 22 FUASH <8 B, 236U/235U [Afr &
ELABAS IR ZE1E 8.75% . %5 T 236U/238U [H]
FrE HAE R T 1075 FF i e 845 20 BT (1 B 45 2R

2.4 BFRIHIQIN ST

TERZIGIE A% B i U0 S s Hr, - B0 i 1)
AT 25 LUAE RS HE 0BT, 0 T SEAZ A B SURFIE A 2 1
SE AR DGIEA A EEREA. B AT, SRR F AR
Ko I 4 B 5 32 B ARG B AR A% 0 - AR H S T B v
(FT-TIMS). & % (SIMS) 4.

FT-TIMS V22 $ 3000 [F)47 2% LU RS 0 40 T 11 3=
Bz —, AR 2 E bR T R ML (TAEA)HERE S
WIAZ L A R BRAR i 77V, AR 470 32 B 1 e it
LRI A E AL, A5 A WABR rTBERE Bk ok, TS
WL TIMS HEAT 4 R 22 B RORS I o B, B SR 7V
7 IAEA HEFEAF R MARAE T V5, (B2, FT-TIMS 77 %
& Bl S HE, R AT AR IR, TP AR SRR e AR
R, (BRI AL FIR, 8L I B ROR
PR TIMS 8R4 b, X—HAE BB E 4, Tt
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W1, BORBUR. ARG N S, ERPGE. 1
B TS AT B M R B R R UE K, 53
P PEREAT LEXT, W e M R SRIE. Bk, FT-TIMS 77
ENHECNRR, MHAAKZ. £ AEE S AR
TR (SEM)4E & TIMS 6 I B ik 4 [7] 37 2 ELAA,
GOTEE TR RN HERR S, EEEd SEM 5 X 4R
R A A Ok, IFE R E R R TR R
TIMS 8kt b R e, BRAEM R, [FIRr 3R
B FIESE B (EE TR 20U/2%0 At &t
ERTIN &5 ABCRAE, R ELE 16%.

o R I AR SIMS, A TR Eki Al . SR E AL
FRM TS, HRBE R, BEXTEE AT X B
(A% SR FE I T A3 BT, 31 B A 05, SIMS 1 B /i
FASURE FAORL ¥ F O B O M A 2 BlORT R SR A 43 BT R R
WA, 5 ICP-MS #{Ll, SIMS FIFEHZ 3£ 7 15 1
4R, JCHIEXS T R 5 A B A AE 2% T (R i ) 40
HTU6L TAEA SR U500 AT SEAE S HEAT 48 AR, AN
TR SRR TUH VEAZ 22 R SURFIEAS B AR B TH 1) AR, i&
BT RO MG B R TT LA AR S T T TAE.
[Rlk, SIMS 8 3 RE 5 [F4 2 PGB ARSI Th e R 6% A 3K
b = AT BERE TR 1) AR 2%, Bellucei &5 A
SIMS  FF J& M IR 855 Hh Hi2 B #ukr 7 B i 1A% BGIE T4,
HAE RN 2 s, A% T R TR i [ B AT A )
PR R Z A A7, JRilit SIMS pAE IhRers
26U Ko HoAth [F) 47 2 AE BI0RL A AE L. A EE Tk
SRR, JEIE SIMS R AT, T LA R0k
DR IR 358 4 i (1) VR A5 AR S 60 3ok R w AN W] 3 4 5N ) R 4R
Bl EE R e, T DA E N B M 5 OK 2RI SR SR R
fn AT [ oA e FL LA R =5 18] 23 3. [R] SIMS A6
B A7 TS 75 TR AS vl 8 o 0 2 J5 7 38 7 T4, Rk, X
TR BN IR S, TR TR E BN R A T4k
PSR, BEE R G A R S PR, T AMS 1]
CAA 2% o ik 22 T 5 - b i R [ 7 2% B0 - 3
4. R, 3 456 AT DUOKTE BRI & A R B4
JUR TG 25 [P0 B R B SURE A i AR I 1R 22 . Fahey 26°01%
SIMS 55 /)N B 20 T3 4% 3 1 (SSAMIS) R B, FH T H 4
ot i [R167 25 BRI 43 4. SIMS 5 SSAMS 485 K&
THEMAZ RGN NOE, 2 Re M R W&
R F— B, IO IE. SIMS PR A B R
AT DLd i S v PR R RS % N SSAMSS. [H]E SIMS
gy H i T B S TR AR, T DU IO R 1) T U R
M N B T3 4 28 B VR LSRR . 3 L b v 58 IE
SIMS-SSAMS HahF o ZE kil fe 77, KIZZ /X 2~
10 pm BRI A 23402350 F1 28U K0 45 SRR ZE1E 1%
P, 26U K R AT LR E L) 10710, X UH /U TR =
2) 1.4X10°8 Zx & LA Z E 758 T, 372
EE RS e, R R A A R
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3 MR REZRBERINE PRI A
31 $HEMLREZREFIRA

B2 BB RS RG TG R, BIR
SRBITT . ANFE SR AR RO HESS R RS A7 B ]
HIRZAREL DL e Z Sk gl (R A7 2 LU A 3S AN ], BRI, 78
ZHGIEFIAZ B S S A% i i L, 3R eI 235U/2380 A
BOU/A8U Fa SURFE A SR ZEAT AT SEAZ DR B IR A b
AR RIS AT T OU VAL . ARl E A =A% B h = 2 (1)
BOEFB 2 —, B8l 24U, 250 M1 2380 KHEAR T
EHIE R, 4G, Bl EEM R ERE. 4h
POBHI AR, Gl R A B R ELHE 24U/ 0Th,
B5U/231pa FI 28U/234Pa. 20U FEAZ ORI R 1 i 1 ELR 4
E N SEAZM BLR T 2 B AR IR, DA RSN B 0 20U &
K, EETTIFER. k. 5%, REELEHIAS
SEEN R AR A E B A, TR S AR
Wb FIast a4 20U, I RN E R AR RO
ARk, BRI, 235U F 20U (10 8 FE A% WIS AT I 0 VEA
FZ 2 e PEAN A A O EE AR A

ENRFIRZRER L B, KA IR ™ E
B, RIAT 23D R v DURIAZ S 0OR H A48 B i
W RAEEZ RN, RN RER T RERRE A
U 75 (6 (AN S M A R A 2 A, I R B R AT
. BRAALRUT. ARYE R4 2 HAE T SURAIE 7T DL E 1%
FHHGE R MR R T 2R Z AR, PEAS I F ik
S FRIE AN A AR, Sakaguchi £ YO 52 B4R 5
W MG (B B BT T 23U sl RIS R AT,
FEEGRRINI R B417Cs, PREAR A% F b B (1) kL
YR U A R S AP R RAL R ALK, I 5 e v e HE
A FAL B AT X L. 25 FR I 230U/280 i b H A
TIEW SR 1 E 2 NMEY, PSPu 0Py T E HE
IEF) 1.64 % 2.64, T T EBRUIFFLLE; R, 20U/2"
240py 5 FE LUAR S S S HE PR . B AR — B, R IO
TRVEAFAEAZ AR M5 10 f. Yang SEUSITEAR S5 4% H U5
KAERZE LIER, HH 20U, 2Pu. 2Pu 1 &, JF
BT AR I, DR VPl SRAF: X 802 75 52 A% S M .
1E 46 A TIBRE & 20U SR EEIR S 23U/280 LB 4301
N 0.469X1075~24.4X 1075 Bgekg™' F1 0.099 X107~
1.35X107; Hrp 7 MR T 20Pu/2Py S 238Pu/
2394240py LEAE SR 1A 0.254~0.312 F10.859~1.62, B
AT ABRUUE S LUE, RUDXERE 23] 7k H 4R
Sy Pu g g, XX S B RAR 5 S Pu iS5
FEdh, 20U & 28py I 297240py 7 [A)AE/E SR Z A S 1,
Pearson AC R EUAT 0.755, MB— 7 UE % X 857
FIHE By A% FH U R, AR B A% R AEAE 20U e IR v
. Jaegler PR B EMRE S M HC I3 ANARI19
A H G REMR BT 39 2 B AL IR E IR
YIREa, AT R SR EAL R A FAL R, R S
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B2 SIMS Al 7 A SORE R 14 R RN ER A L2 3340 28 1 18 B8P AT (Bellucci e al., 2019)). SEE L2222 22 hA(2019)

100 um

Figure 2 Scanning ion images of uranium and plutonium isotopes in single hot particle analyzed by SIMS. Reprinted with permission from (Bellucci et

al., 2019) 1, Copyright (2019) American Chemical Society

X i SR, R B 230U/238U0 A & HUAE 5 4 BRI
BT ZE 0, 45 RRFEA B Bz ey 8%
DX, B HBERPTAR A, ISR R R R T AN T
A ERUT BT BHE B B0UABU 48 SURRTE, SRR M A
Tokai-mura PF 2548 5 4% Bk BLZRHE 120 A B, ERIE
RAESG 3 dRAR AV RORE it Hh R IR 2 1 i B
X 236U/38U [FIN 2 LU IEAT 40, INAE 38— IREIRNE
KA, HEAEEY, E82) 10 Szt s 4
ANECEG DL L, %48 SURFAE BE A I TE) 0 2 K2 T BRI,
R —IREBE—A A G, WWEREIEY, WHE 5%
HIMB T — e R, RIS R B S A A 1%
Hu7,

AR SR, DR R S 6T 20U 1
fRIEHX D, FEZ Boulyga 5103536808315 3 AN ]
KA ICP-MS AT 7T A, A 3 #r U12R- v DRI =R
ML T 5275 G IR BERE . 2001 4, Boulyga 258315 1]
IR LA b AL R AN P ALEE 7 28 20 km Ab 35830174
B A & 40 B, Hoh 25UAsU 6 A R B 9N
1.548 X 1075 F1 2.661X 1075, & =T H AR AL b HAH R HE
18 ST HRE PR T- 2T & B 236U/238U [l 2 U AR 23 )
9 0.9596X 1073 F1 1.0365X 1073, Hki1-4h [F67 & HLAE
AT DA B AR FH PR, (RS 7 S B M rp 230U 32 22
HH 235U W2 AR ST 230072380 (R 2 LR /M)
PP, e 23SUAU LU RS, MTH] S 2 F40kE
F K A A B O S R R S S M. A DG Atk SR
BI85 B U)K v DRI AZ SO e () T3 i, RE AR
B8 P S5 R AR AN P AL 4 1) 230 km SERE N, BR T
AN 138 R ERCR AR T R R SR R M 2 R
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BOUPABU  [F] A7 #= HGH B R AR (1.04X 1073 ~ 238X
1073108 F > - 3R R b B LB 35 52 31— e FRJE 1)
FAR B0 IR RAE A, HEA Z HEAE 107~10* 2 [A].

M2, BERTRESRM— R/ 20U, fERERE
R 20U (1B A A R A7 25 LA DA S A U M A%
F R AT LE R PRI FIAZ L S b 5 8 B (1) i s R E
3.2 HRMLREMEFIIREER A

B ZR 20U FEMSR 32 B PUASRIRES), —
FERIRKIE, P2 HIEF RS EM4EH0~10cm
R R 3EF BU XS EN 1.8X10° atoms/m?;, &K
HT Z BB 3, — & A ERGIRE 240Pu AR
ok, MRIEABRUTRF 20Pu PR =455 AR 26U
EEAHEAN 1.0X109~5.0X 10" atoms/m?; 26 P4k
NAERUTRE, EEH 20 D 40 £ E 80 AR IRLE:
e A, AR R IR R 80U i R ERIE. BRTIR5S
B 20U28U AR ELIEARE 1073 ~107", DL 4
I3 MTH AR TR G AR I EL A TS A 52, 20U (A
FAE 20 KKk JEEK. FEH ICP-MS/MS. TIMS.
AMS FER A IR R e 5 RS I3 &, 20U 7E3R
585 T @A E AT Bl JL AR B B AL SR o
AMS 7E 236U/238U [FIf 2 L AR AR Hom] DU ZE 1071477
ez N . EMEEN 7T, 20U 32BN T AR
B 1) A RS9 gl 1 i O S TR 0 AT S PR R R OR
ERU2708485] R m] DL B A% S5 O = Rk A B S
Ye o i UL77.7986-87 1 8 g A% o A 4k 36 BF 85 5 ) 5 9%

- v
Yy 145.71,88-891 42

Sakaguchi ZE05E I AMS BEFE 1 H A JIH P
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AN DX ERE R 20U, R O B A B H 20U AR EROR
SUTRER. BRI, LT 2U SEE 1.03X10°~
8.92X10° atomseg™!, Z°UA®U [H f & b H 1
1.85X108~1.09X 107 2 [i]. 26U L5 137Cs, 2397240py [
EE AR 23 591 4 (4.88 £0.85) X 10° F1(1.5640.10)X 10", i
A ERPIRE S 29Pu/?oPu [RIAL K LM 0.18, S5G 1% 5T
Hp 230y & 2397240y 2[RI DG R, RIS B HH AR L R
B6y/A9%py JiFHAEZA 0.235+0.014. [FI, BRI
B6U 5 putE LRy AT 45, AR EE 2207 240Pu A BR YT
R (14.8 PBq)ffifi i 236U 4xBRYIBEEA 900 kg. 2010
4, Sakaguchi 250 T 236U, 2397240py 1 137Cs BT
JE - AR P X SR U PR AT R X o A . ST
2OU/13Cs FH BOULHPu LA, 45A HAH )BT
S XA N B, 7R B IR SR O X 38R R I
THIRNE R AR SURFAE, Z X3 3 22 3% A IR0 5 4
B UTRFE B 52

EISLIREIAN R 20U28U AL R A R TS S
JE o A% S R A% R 2 o FAF IR SR R e 5 VP A R
BRI R . FREDE BRI RE, (R 2
WA AZ R E K 2 —. whifea] e &AL FIZ S SO R
Tl BER, B8 A% HR 3l )32 5 PR A o A N T 1
B RBE B, AFE 20U MR RS, Bk
1k, FRE BT HA O 20U BB gD, AR HE
RS P 20U Bl FE IS AN 523, N 4 R A
BRI IE T RO SUAROUAIPKGEP R 20U FE SURFIE
Hdi. Wang ORI 230U DL AR R VKGR 2047
PASORERBIEFE, I 20U FIEREA 3 & 2IEE S 1958
TEAN 1963 FFEAZ AR IR H B I(E — 50 [N, MRAE Ve
26U/A°Pu i FE LUAE 5 H AR SR oA B EC AR — 2, 1A
VKGRl N U PR A R R A T i A e A
KU A ERRRDURE, FF AR 52 20 2 A0 W A% 56 1) 5
Shao 57N T FRE W R KARE L X FIIL 5. kK 1
M X 236U (1)1 s8R 2, e RIS 230U S A
X or A, B AN FRSUSAE. Hwim X AL, 5k
F X 20U fE 3 b A RO B2 R, 20U/A8U [FAL
FKIWHETE 108 £, FESZBEERPUEM M. A,
Shao &5 &I, 236U/ Cs i 5 L AR -5 Ho At 5 SR Hb X AH B
FEA B BRI 2 5, Hod B AH: X2 3R 1 58 R 55
FLE 4 5440, BAWHEIARE, KR iR a
FEAER] DURERID AR NAR SE A 875 Je il /. Lin S50 2y
PGS T R ERILFRIEGTR Y 20U FMERREIA 2= 5
BE e, RIAITHREE 20U & & 20U/280 A7 &t
515 LR A B EE AL, FE 3.05X107~21.1 X107
atomseg ! fIl 1.43X1078~6.85X 1078 Z [i]; 2*Pu/**Pu [F]
PR EAE A 0.18, BE— B I8 KT IR+ A T
SHHEAZ R FEk H ABROR UM

BOU B T ORTE SRR T IR T S R i ST
DA% A% B S 5 AN, BT R A 3 A o
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TEidE 20U K H AU VA% 2R Bl A R 50 X 2 Hh B
B2 )52 . Tims 55 B30 8K ) I A% X 2% 3 40 b s
Maralinga Jii1 3R 23U FIERFEN 2= BIFIETE, K
PUEE I AZ AR A T008 A H 236U J& HAhRAE 21 20
LA L, AR EAMRIE, KL TO0S Hb 52 3% 4
PR IS W R w7 AR A% B K 5 9 2 W . Child A
Hotchkis® i 58 1 K H] W7 P A #% il 45 0 46 /0 Emu
Field fil Alpha Islands 38 RE & R FIER EI AL R, R HAE
i R 230U EE R TR Rk S E, 1M H Emu Field 7
) 26U & AT Alpha Islands 7 8 FP S &, M
HEWTHH/E Emu Field &JF R MZIAER 42T Alpha
Islands 4 M E 458, T 20U &K E 505 gkt
KFR, HEMAEWREZ R G IR E il g,
W T Y™ B RN 26 2 IR R A oA A
TR0 H SRR P B AR [R) A 2 A s AT DA R e
I I I O, PRI B R pEAL . FREE R A
HIFRET 26 UIZEERRL, L A it X g A ER TR
Br 2B e, A% RS AR A X 3R 55 5 e 5 P A
& B R CRRH 7k

A LA, B0U AR A— Tl R B s R R I 4
F B GEFE R R A 7o b, B H AR OY . JE K
FEOSL, JBUK PO I A N . R 230U () 3Bk
AP, —REBRUIRE, =& Z BoRk A H it i HE
(L Sellafield F17% E 1) La Hague). 1E AR
NERA, POUEE 5 BCs PI FER RS, AR
PERIZS R 04T, RV rR 280 )i 5], R 26U/280
WAL 3 bUAE 22 57 0T DUR BRI ZKIR A FERE. T Bl o VR
I8N, 236U 5 37Cs [ S i AR, SR 20U 1R
HIFE R TERTIRA IS, AFERFE S A FIR B KR 5
BOU 5 127 B Z 1 HAE T AR A R K A8, BAkR
INEETERIEIA LR R PU AFE N R R BRI i A B
PE. At 56 B A AR It g e 20U/238U 1 Rl 2= LU 2
P 3 R 2 Fros. WEH AT LG H, 23U A A # 2L
HEVENER R E R AR AR, BRI R, B
B JE R AT BRAE T R P BR T AR G e I B b, Al
Pt BR AR S PT R RBAR. HIR, KPR
I 20U /238U (1) [RIAL 3R ELABLAR U BRI X it 4k, it p
HEEOTO8 R0 AR PKIAEDO1000 IR B = A, BRI H X
W BOUABU  [F 2R PR 3 e 1) iR R 2 A T e [ (1)
Sellafield AliE[E ) La Hague AN Z AR b P 5 it 7 48
A RO A% R, B P0U/280 W [RAL R E Al
W, sz F| Sellafield Ak} G AEE T 820 (TR
V) kR #E = % W) 5 (IAEAL35) A1 g 7K 45 #E 2 % ) i
(IAEA385)+ 236U/28U [AIf & LLAEIA S T 2.0 X 1076 Al
247X 1071 At MRIEEEERIZ ), 200 ibn]
D88 8 R 88 oA 52 B8 A% S A4 5 e P i 4 [R) A6 3% LGB S
f’%"}:@[12,84,1021.
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Figure 3 The distribution characteristics of 2**U/?**U isotopic ratio in seawater around the world (The blue box represents the sampling sites)
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Table 2 The fingerprint characteristics of 2**U/?*%U isotopic ratio in seawater reported in recent decade

Western equatorial
Atlantic Ocean

e
—— W
= ER
1 180 000 000

HE S GS(2016)1556%
FIARETIR AR iy

KRR SREERS[H] 2Oy JAfr 3 HLIE oYY JR R U E T HME ZHEHk
North Atlantic 2014 40X 10 2~2350X 10 (1075+345)X 10 2 [101]
Eastern Pacific Zonal Transect 2013 0.2X10712~727X107"? (179£247)X 1072 [103]
Greenland coastal line 2012~2016 1.1X10°~15.5X107° 3.097 X107 [84]
coast off Japan 2013~2015 930X 10712~1300X 1072 (1084£163)X 1072 [87]
North Sea 2010 124X 10°~19.49X 10° (7.612+3.750)X 10° 3]
Danish Seawater 2014 5.4X107°~24.0X107° 13.40X107° [102]
western equatorial Atlantic Ocean 2010 91X10712~3567X 10712 (808 £1369)X 1072 [14]
North Pacific Ocean 2012 0.09X 1070~14.1X 101 (3.441+4.14)X 107 [95]
Arctic Ocean: Barents Sea shelf 2015 1380X10712~3680X 10712 155010712 [100]
Arctic Ocean: West Spitsbergen 2015 1340 X10712~1960X 10712 156010712 [100]
Arctic Ocean: Eurasian Basin 2015 110X 10712~2980X 1072 1700X 1072 [100]
Arctic Ocean: Makarov Basin 2015 2.8X10712~2810X 10712 1670X 10712 [100]
Fram Strait 2016 367X 10712~2902 X 10712 (1845+654)X 102 [104]
Mediterranean Sea 2013 710X 10712~2220X 1072 (1518+369) X 10712 [97]
northwest Mediterranean Sea — 1.4X107°~2.13X 107 (1.7840.33) X107 [98]
northern Benguela Upwelling 2014 0.22X107°9~6.70%X 1010 (5.09141.596) X 10710 [70]
Irish Sea 1993 — (2.0+0.4)X 107 [13]
4 BRI SRR, T POU R, LA 7 R

FER AT & e, iR, ZRERFN G

AL EERIE RN TSR R 20U 1
WHFCHEAT 4, EEAFEIELA BT 20U UM AL 2T b
BEOR 2R TR VER R RN e B EOR . ik
LI 45 A DL K SO S DU 70 M B R A P AR, %
T H AT 20U eIl i H A B AT AL B RE AT
TR, BAEA T AR RN 230U & R A 20U/280 Al
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Yo [) o7 2 R E A% 2 R RIAZ B 2 A o5 B 1 0 DR A
MHEH, JET1Z 8, AR 7 8k 7 FT-TIMS
F SIMS KL 43 BT 7735, e M wi A 7 v AR sk s DL A B
R 9% T BSR4 [R) A A I TV A A ik, it
A, 230U Fh RN R AEAS [FRZAT RIS A J53 o AH B B
IR, FERZARERE IR 7 b, m] DAS FH I 22 Sk
T HI O R RE ot AR SR S AT VR AT RS A 9. A SO
20U FEALARFRANERES o (1 S EAT T A gh, A T 20U
FABFAZRAEAL ARG 48 5y % oI V) R v DURI A% 35
PAKAS [ R B IR SR i (B SURFIE, FEEAT T 476

FEAARNT, PRI ICAEAL CR R AN PR 58 B FH i 55
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KA A=A S5 1 o A 5 20 e Bt —
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TCiE AN B A EGIE “ Pk ” BUS R SUFIE I 75 oK.
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MR TR AL, IO B0 R T 1 AL 43 BT 7 v
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SEIRETRE i rh 230U A R A7 2 A0 R FE, PRI %S 30
Xof PRI (PSS M R BE RN R 5 T 2 B I VR s R
Fi. T 20U TERE bR SEAE o R OB AL LA . Al
TESR SR DU 25 1 S AA7E, Rk, BT EBRUi%
TELIEAB R E M 20U 25238 Pk & 3 LR
(RRZIRNTT (0] R IEA%. T A SR N T 1 A% 2 dn R 1]
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Fi. MIEE 3Cs 5 %St HIBKE N R T TN FH 270
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WEE R N L2300 It s i kb T DR B, it — 2D
DO AT AR B VR, R SRR o MR B, gL
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