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CpaBHUTENbHDbI aHaNN3 METOA0B MAacC-CNEeKTPOMETPUN C UHAYKTUBHO
CBSI3aHHOI Nia3moil 1 anba-cneKTPoOMeTpUn AN N3MepeHus

dKTUBHOCTWN NMJIYTOHUA B GMOCVGCTPBTBX
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B nacmoswuii momenm camvimu pacnpocmpaHeHHuIMU Memooamu O0As  U3MEPeHUll aKmuHOCmu
MPAHCYPAHOBbIX 2NEMEHMO8 8 Ouoaoeuueckux npobax saeasiomces anvgha-paduomempus U anbga-
cnexmpomempus. M3 Hux anvga-cnekmpomempus — Haubosee UYBCMEUMENbHbIL U  U30OUPAMenbHbl
memod. O0nako OanHbili Memod He o6aadaem 0OCHMAMOYHbIM YPOGHEM UYECMEUMEAbHOCIU 0451 KOHMPOAS
MPYOHOPACMBOPUMBIX — COeOUHeHUll — naymoHusi 6  opeanusme. K npumepy, npu  nocmynieHuu
MPYOHOPACMBOPUMBIX COCOUHEHUTI NAYMOHUS HA YPOBHE NPeOenbH020 20008020 NOCMYNAEHUs uepe3 200
6 cymounom koauuecmee mouu oxcudaemcs okoao 0,4 mbx Pu. Tak kak Huxchuii npeden uszmepenuti
anvgha-cnexmpomempunecko2o memooa cocmaeasem okoao 0,5 mbx, mo ¢ meuenue Kax MUHUMYM Hep8bIX
2 nem nepconan, pabomanwui ¢ mpyoOHOPACMBOPUMbIMU COCOUHEHUAMU NAYMOHUSA, He obecneueH
docmoeepHbiM KOHMpOAeM ypoeHell nocmynaeHus. Jlas peutenuss anHou npobaemvl Obiaa paspabomana
MemoduKka aHanu3a, OCHOBAHHASA HA UMEPeHUU aKmueHOCMU NAYMOHUS MemoodomM Macc-cheKkmpomempuu
¢ UHOYKMUGHO c6s3aHHOl naasmoti. Memoduka nosgonsem usmepsams HAYMOHUI HA MACC-CHEKMpoMempe
6 CYMOYHOM Koaudecmee Mo4u U @ npobax Kpogu nocie omoeseHus: om UHmMepGepupyouwux uzomonos
Memooom aHUOHOOOMeHHOU Xpomamozpagpuu. Dmom memod obaadaem 20pazdo MeHbUWUM BPeMeHeM
UBMEPEeHUsL U CYWeCMEeHHO 0o04ee BbiCOKOU UYBCMBUMENbHOCHIbIO N0 OMHOWEHUI0 K 00A20ICUBYUUM
U30MONaM, 4mMo NO360A5€m CHU3UMb HUJICHUL npeden U3MepeHull 6 NAmb paz no CPAGHeHUIo ¢ anbga-
cnekmpomempuyeckum memodom. Taxoce memoouxa no3eoasem OmMOeAbHO U3MepAmb AKMUBHOCHY
usomonog naymonus-239 u naymonusn-240, sHepeuu KOMOPbIX HepAMUMUMbL HA anbha-cnekmpe.
Buvinoanens napannenvhvie usmepenus axmueHocmu nAymoHus 08yms memodamu 6 88 npobax cymouHol
MO4U nepcoHana hedepanrbHoeo eocy0apcmeeHH020 yHumapHoeo npeonpusmus <«lIpouzsodcmeentoco
obsedunenus «Mask», pabomaiowec0 NPeUMyeCmeeHHo ¢  MpPYOHOPACMEOPUMBIMU — COCOUHEHUSMU
naymonus. Anaiuz pe3yrsmamoé uzMmepenuli 6 dmux npobax nokazan omcymcmeue Cmamucmuvecku
BHAYUMbBIX Pa3AUMULl Mexcoy noayueHHbiMu pesyabmamamu. Takce smu pe3yrsmamol cgudemenscmeyom
0 Ayuuiel NPUMEHUMOCHU Memoda MAacc-cheKmpoMempuu 04 aKmueHOCMel Hudice HUJCHe20 npedead
usmepenul  anvga-cnekmpomempuu.  Paspabomannviii  memod awaiuza  moxcem  Obimb  NPUMEHEH
0151 OUEHKU ~ YpOBHell  meKywjeeo  NOCMYNAeHUs — MPYOHOPACMBOPUMbIX — COCOUHEHULl  NAYMOHUA,
0451 pempocneKmugHol 003uMempuy, a maxdice 6 Kauecmee sKcHpecc-memooa npu oyerke HOCHYNAeHUs

6 HeUMAamHbIX CUMYAUUAX N0 COOEPICAHUIO NAYMOHUS 8 KPOBU.

KioueBbie cioBa: guympennsas 0o3umempus, MAacc-cneKmpomempus ¢ UHOYKMUGBHO CEA3aHHOU

naasmoll, arbgha-cnekmpomempusi, HAYMOHUIL.

Beepenve

Ob6ecnedveHne MHbopmaumein 06 MHOMBUAYaNbHLIX [03aX
BHYTPEHHEro 00My4eHUsi nepcoHana pagnauMoHHO OMaCHbIX
npeanpusiTiA, 0OYCNOBAEHHbLIX WHKOPMOPUPOBAHHBLIM MJyTO-
HVeM, SBNSIETCA OOHOM U3 OCHOBHbIX 33434 BHYTPEHHEN 003U
MeTpun. OLEeHKN NOCTYMNNEHUS 1 403 BHYTPEHHErO 06ny4eHnst
B pamMKax NnpoBefeHUs1 MHOMBUAYAbHOrO AO3UMETPUYECKOrO
KoHTpons (MAK) oCHOBLIBAIOTCA Ha pe3ynbTaTax onpeneneHus
COAEPXKaHMA M30TOMOB MYTOHUSA B CYTOYHOM KOSIMYECTBE MO-
4n (CKM). TpaoyUMOHHBIM METOAOM U3MEPEHNS COAEPXKAHWNS
pagmoHyknnaoB B CKM saBnsieTca anbda-cnekTpomMeTpus mno-

cne pagvioXMMNYecKOn MOAroToBku. ns npoBeneHus name-
PEHUI NCNONB3YIOT aNbda-CNeKTPOMETP, C MOMOLLLbIO KOTOPO-
ro NPOBOAAT PErMCTPALMIO SHEPTrETUYECKMX CNEKTPOB anbda-
M3/YYEHUSs, UCMYCKAaeMoro nccnenyembiMyi pagmvoHyKnMaamMm
B CUETHbIX 0O6pa3uax. MeToa No3BonseT HaaeXHO onpenensTb
aKTMBHOCTb ~*Pu, ****Pu Ha yposHe 0,5MBKk B CKM'. CyLue-
CTBEHHbIMW HefocTatkamMn MeToda SBNASTCS OJINTENbHOCTb
BPEMEHN n3MepeHns (00 3 AHeN) N HEBO3MOXHOCTb pasaene-
Hst “°Pu 1 *°Pu us-3a 6nmsocTv sHepruin (5244 n 5256 kaB
cooTBeTcTBeHHO [2,3]). Takke wcnonb3oBaHve anbda-
CMNeKTPOMETPUYECKOro METoAA He YA0BNETBOPSIET TpeboBaHW-
SIM OpraHM3aLumM KOHTPOJSi BHYTPEHHErO OBJSy4YeHUst OT TpyA-

' MeToayika N3aMepeHnii akTVBHOCTY M30TOMOB MIYTOHS, aMepVLIMS 1 ypaHa B Npobax 61ocyB6cTPaTos anbda-CreKTPOMETPUHECKM METOAOM
C pagmoxXuMmnyeckoi noarotoekoi. Ceuaoetenscteo 06 atrectaumm Ne ClM-26-3-RA.RU.311952-2023. O3epck, 2023. 47 c. [Measurement technique
for plutonium, americium and uranium isotopes in biosubstrates using alpha spectrometry method with radiochemical preparation. Certificate of attes-

tation No. ClM-26-3-RA.RU.311952-2023. Ozersk, 2023. 47 p. (in Russ.)]
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PaanauunoHHbie namepeHus

HOPaCTBOPUMbIX COEOUHEHWI NIIYTOHMS, NOCKOSbKY He obec-
neumBaeT TPebyeMoro HWxHero npegena mamepeHuii (HMN)
npwv Neproae KOHTPOJIS, pPaBHOM ogHOMY roay [4,5,6].

ODDEKTUBHON aNbTEPHATUBOM TPAAMLMOHHOMY METOaY
onpeneneHnst akTMBHOCTU  AONFOXMBYLLMX  PaaMOHYKIMAOB
B 61ocybcTpaTtax fABASEeTCS MaCcC-CneKTPOMETPUS C UHAYKTUB-
HO cBa3aHHoW nnasmoi (MCM-MC) [7], ocHOBaHHas Ha n3me-
PEHMM OTHOLLIEHNSI MacChbl MOHA K ero 3apsay. KeagpynosnbHbie
MacC-CMeKTPOMETPbI NMONy4nn Hambonee LUIMPOKOE pacrpo-
CTpaHeHne B Pa3nnyHbIX 061acTsX aNeMEHTHOrO aHann3a bna-
rogapst CPaBHUTENbHO HEGOJBLLIOV CTOMMOCTU U BbICOKOW YyB-
cTBUTENBHOCTU. Viccneayemblii pacTBOpP B BUAE a3p030is BBO-
ONTCS B LEHTPaAIbHBIN KaHan nna3MmeHHoro dakena. B nnasme
npovcxoouTt ero 3dpPeKTVBHOE UCMapeHne, Ouccoumaumns
G0bLUMHCTBA COEAMHEHWN, aTOMM3ALMS 3NEMEHTOB N NOHU-
3aumns atomoB. O6pasyoLMECs MOHbI BbIAENSIIOTCS U3 N1asMbl
yepes OTBepPCTME MPOBOOTOOPHMKA W, yBNIEKaeMble ra3oauHa-
MUYECKUM MOTOKOM, NMOMagaloT B BakyyMHYIO Kamepy, rae npo-
MCXoamT HOKYCHMPOBKA MOHHO-OMTUYECKON CUCTEMON 1 pasae-
JNleHMe no mMaccam (m/z) ¢ MOMOLLBO KBaAPYMNObLHOrO Macc-
aHanmnaartopa. [Janee B peakuMoHHOM syelike, Npy HeobxoamMmMo-
CTW, MOrMyT OTCemBaTbC WHTEPdEPVPYIOLLME MOHbI, @ 3aTeM
VIOHbI aHaNIUTa OETEKTUPYIOTCS 3NEKTPOHHBIM YMHOXUTENEM.

Ha npotsxeHun nocnegHux gecatunetuin meton NCr-MC
B COYETaHUN C KJIACCUHECKMMK criocobamuy NpobonoaroToBku
YCMNELUHO NPUMEHSIETCS MHOMMMU nabopaTopusMu Ans n3me-
pexvs nzoTornos **°Pu B CKM. Tak, aBTopamu B pabote [8]
JOCTVMHYT Mpefen U3MEpeHVsi akTUBHOCTU ““Pu, paBHBbIN
0,115 mbk B CKM nocne npensaputesibHOro KOHLEHTPUpOBa-
HUSi METOLLOM COOCAXAEHUS NYTOHUSA ¢ docdaTom Kanbumsi U
NOCNeayloLero BbIAENEHNS aHaMTa METOAOM 3KCTPAKLIMOH-
Hom xpomatorpadpum Ha cmone TRU. B ka4ecTBe MeTOA0B BBO-
na npob B Macc-CrnekTpOMETP MPUMEHSIIN 351IeKTPOTEPMUYE-
CKOE MCMapeHne 1 ynbTpasBykoBOWM pacnbintenb. B pabotax
[9,10] coobliaeTcs O npedene M3MepeHuii “°Pu, paBHOM
0,3mBk B 11 Mo4n npu cnocobe NpobonoaroTOBKN, MOEHTNY-
HOM MpeabloyLLeMy rccnenosaHmio, 1 0,015 mBk “*U B 1.1 Moun
6e3 npenBapuTeNbHOrO KOHLEHTPMPOBaHMS Ha cMone. Pesyib-
TaTbl ccnepoBaHuii [11] nokasanu, 4to NCM-MC obecneuviBaeT
onpeneneHne akTMBHOCTM “Pu B 200T CUHTETMHECKOW MOYM
HaypoBHe 1,6 MKBK (C paclUMpeHHON HeonpeneneHHOCTbIO
+ 35%), 4TO COOTBETCTBYET aKTMBHOCTW 8 MKBK B 1 1 MOuW.

B HacTosLLEee BpeMs NePCneKTUBHBLIM HanpaBneHneM B 06-
NacTV paanaLoHHON 3almThl ABNSIETCS pa3paboTka ObICTPbIX
N aPdEKTUBHBIX CNOCOOOB OLEHKM MOCTYNIEHUS aKTUHUAO0B
B OPraHn3Mm, 4To 0COBEHHO akTyaslbHO MPU OCTPOM WHransium-
OHHOM W1 paHeBOM NocTynneHuu. Tak, aBTopbl [12] pa3pabo-
Tanm aKCNpecc-MeToa, onpeaeneHyIs U30TOMOB MTyToHust (*°Pu
1 *Pu) B 11 MO4YM C MCMONMBb30BAHMEM TaHOEMHON KBafpy-
nonbHo MCM-MC B coyeTaHun C BbICOKO3IPDEKTUBHOMN CU-
cTemoli BBoga npobbl (APEX-()). MpobonoarotoBka ¢ UCMOSIb-
30BaHMeM aHnoHuta AG-MP1 n TEVA 3aHumaet 8 u. Mpeaensbl
M3MepeHuin onsi Metoga oueHusatotes B 1,9 MkBk anst “°Pu,
1,2 MkBK anst “°Pu B 1 1 moun. AsTOpbI [13] paspaboTanu ycko-
PEHHbI cnocob onpeaeneHns U30TOMOB MIIYTOHNUS B aIMKBOTE
Moun 20 mn. Mpepensl namepenuii coctasmnm 0,057 Mkbk/mn
ans **Pu, 0,034 mkBk/mn ans *°Pu n 0,046 mkBk/Mn ans *'Pu

COOTBETCTBEHHO. TakMM 06pa3om, B OOMLLUMHCTBE paboT aB-
TOPbl UCCNEAyOT B0 CUHTETUYECKYIO, MO0 (POHOBYIO MOYY
C BBEOEHHON METKOW; KparHe Mano nybavkaumii OTHOCUTCS
K MEepCOHaJly pPafMaumMOHHO OMacHbIX MPOW3BOACTB. MHormne
aBTOPbl AHAN3UPYIOT IMKBOTY MOYM, @ HE BCE CYTOYHOE KO-
JIMYECTBO, YTO MOTEHLMATIBHO YMEHbLUAET Mpenensl n3mepe-
HWI pagmoun3oTonoB. Hamm He HaliieHbl H1 3apyOexHble, HU
OTeYeCcTBeHHbIE CcTaThk, kacatowmecs NOK nepcoHana, pabo-
TaloLLLEro C TPYAHOPACTBOPVMBIMU COEAVNHEHVSIMW MITYTOHUS.

OCHOBHbIMM MPENMYLLIECTBAMU  UCMOJIb30BaHUST MeToaa
NCM-MC aBnatotcs: 1) HASKWIA Npefen u3amepeHuit; 2) onpe-
[eneHvie N30TOMNHOro cocTaea; 3) yBeNnyeHne CKOpoCTU aHa-
JINTUYECKNX MpoLLeccoB. YkasaHHble poctouHcTtBa WCIM-MC
METOAA MNOCNYXXWIM OCHOBaHWEM AJ1 pa3paboTku 1 BHEAPEHUS
METOAA MacC-CneKkTPOMETPUN C MPUMEHEHNEM KBaOPYMOILHOrO
MCMN-MC B ®IrEYH HOYpMB®d npu npoeeaeHnn 61oduranyecko-
ro o6cneposaHuns nepcoHana Pryr «Mo «Masik» [14].

Llenbto naHHol paboTbl SBNsSIeTCA NpoBepka NpPUMEHUMO-
CTu pa3paboTaHHON «MeToauKM N3MEPEHNA aKTUBHOCTU N30-
TOnoB NNyToHUSA-239,240 1 n3oTonoB ypaHa-235,238 B 6uoso-
rmyeckmx Npodax MeTogoM MacC-CrneKTPOMETPUM C UHAYKTUB-
HO CBSI3aHHOI MNa3Moii» A8 33434 WHAMBUAYIbHOIO [03M-
METPUYECKOr0 KOHTpONs. B 3amauv mccnepoBaHusi BXOAMNIO
CpaBHEHWNE PEe3yNbTaTOB NapayieNibHbIX U3MEPEHUiA NPod Mo-
4m nepcoHana «MO «Masik», paboTatoLLEero NPeMMyLLLECTBEHHO
C TPYOHOPACTBOPUMbBIMU COEOUHEHUSIMUA MIYTOHUS, BbINOS-
HEHHbIX MeToaamu anbda-cnekrpometpumn n UCM-McC.

B xone v3mepeHuin Ha mMacc-crnekTpomMeTpe 13 5wmn pac-
TBOpa OTOMpaeTcst 0Kono 1 M U, COOTBETCTBEHHO, OCTAETCS
okono 80% pacTBopa ¢ aHanMTOM. 119 CpaBHEHMSI UISMEPEHUIA
OLHMX 1 TeX e Npob ABYMS METOAAMM OCTaTOK 3TOr0 PacTBO-
pa nocne namepeHus Ha MCIM-MC anekTtponutuyecku oca-
XOAOT HAa CTANIbHYIO NMOAJIOXKY U USMEPSIOT C UCMOJIb30BAHNEM
anbda-crnekTpoMeTpa B TedeHue 2,5 aHeli. Tako noaxom, nos-
BOJISIET C HAUMEHBLLUMMW NOTEPSIMM NPOBECTU U3MepeHne OBY-
Msi meTogamun. B pabote [15] onuncaH gpyro noaxop, rae cHa-
Yasia n3Mepsnn Noasoxky Ha anbda-cnekTpoMeTpe, a 3aTemM
CMbIB C 9TOW MOMJIOKKMA aHaIM3NPOBA/IM  C  MOMOLLIO
MCM-MC. Ha Haw B3rnag, Takol noaxod MOXET YBeNnuyuTb
rnotepu, T.K. NPaBUILHOCTb U MOJSIHOTA BbINOSIHEHUSI SNIEKTPO-
32 CUMbHO BAUSIET HA XUMUYECKWIA BbIXOA. [Ns cpaBHEHWs
OBYX METOAO0B BblOpasin NepcoHar, paboTaloLmii NpenmyLLe-
CTBEHHO C TPYAHOPACTBOPUMbIMM COEOMHEHUSIMU, B COCTaBe
KOTOPbIX MPUCYTCTBUE “*PU HE3HAUNTENBHO, T.K. TOT M30TON
He namepsetcs metogom NCIM-MC. Beibop gaHHOM kaTeropum
nepcoHasia No3BOJIUT KOHCEPBATUBHO OLEHUTb MPUMEHVMOCTb
pa3paboTaHHOM MeToAUKM MPU BbINOSHEeHUM Tekywero MK
rnepcoHasa NpeanpusiTui 0epHO-TOMIMBHOIO LMKNA.

Marepuanbi n merogbl
Papuoxymmnyeckas npoborogrotoska

CxemMa npo6ornoAroToBkM MpPeacTaBfieHa Ha pUCyHke 1.
B CKM po6asnsnu koHueHTpuposaHHyto HNO; n H,0, n3 pac-
yeta 10 M Ha 1,1 MO4YM, BBOAWMAN METKY Py aKTVBHOCTbIO
11 mBk. HarpeBann npoGy Ha naute M KUNSTUAM B TeYeHue
30 MyH. TInyTOHWIA BBISENSAN U3 MOYXM METOAOM aMMMAYHOTO
coocaxaeHus ¢ pocdaTamum Kanbums 1 marHus. ns atoro npum

> MeToaouka M3MEPEHWIA aKTUBHOCTN M30TOMOB MnyToHUs-239,240 1 1M30TONOB ypaHa-235, 238 B Guonormyecknx npodax MeToooM Macc-
CNEKTPOMETPUM C MHOYKTUBHO CBSI3aHHOM nna3moii. CeuaeTtensctBo 06 atrectaumm MU Ne CM-21-3-RA.RU.311952-2021. O3epck, 2021. 38 c.
[Measurement technique for plutonium-239, 240 and uranium-235, 238 isotopes in biological samples using mass spectrometry with inductively-
coupled plasma. Certificate of attestation No. CIM1-21-3-RA.RU.311952-2021. Ozersk, 2021. 38 p. (in Russ)]
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MOCTOSIHHOM MOMELLUMBaHMM MO KannisiM A00aBnsinm KOHLEH-
TPUPOBAHHBIN PACTBOP aMMmMaka A0 Havana BbinageHus Ocaa-
ka (pH 8-9), kOTOpbI 3aTEM OTAENANM LLEHTPUDYIMPOBAHNEM.
Mony4eHHbIN 0CapoK 0307191 CMECHIO 3 MJT KOHLEHTPUPOBAH-
Hort HNOz; 1 1 mn H,O, 80 NOHOTO pasnoXeHUs oOpraHNyYeckom
MaTpuLbl, NMOC/Ie Yero Npu HarpeBaHUM pPacTBoOpsiv B 85 Mn
9MHCI ¢ pobaeneHnem 100 mr NaNO, gns crabunmnsaumm
MYTOHMS B YETbIPEXBAIEHTHOM COCTOSIHMM, 3aTeM pacTBop
nponyckKanu 4epes KoJIoOHKK co cMmoroi AG1-X4 ons otaeneHus
MAYTOHMS OT MeLLaloLWmX MpuUMeceit (YMEHbLUEHUS BANSHUS
MaTpuLbl, OTAENEHNS OT ypaHa). PasgeneHne Ha CMone BKITIO-
yano B cebsi cnegylolme aTanbl: HacbIWeHne cmosibl 60 Mn
9 M HCI; nepesopg, pactBopa npobbl B 9 MHCI B KONOHKY ”

copbuUMIO MAYTOHUSI HA CMOJIE; MPOMbIBKY CMOJIbl PACTBOPOM
85 mn 9 M HCI, satem pactsopom 120 mn 8 M HNO;; necop6-
umio dpakumm, cogepxaLlein NayTOHUM, B YUCTbI XMMUYECKUIA
cTakaH ¢ ucrnosnb3oBaHuem 85 mn pacteopa 1,2 M HCI ¢ no6as-
neHnem 20 mr NH,OH HCI. 3nioaT Bbinapusanu, nsderas nepe-
CYyLUMBaHWS1 Ocafka, 030511 CMECHIO 1 M KOHLLEHTPUPOBaH-
Hoi HNO; n 1-2 kannu H,O,, Bbinapveanu. Mony4eHHbIN pac-
TBOP NEPEBOAMN B NIACTUKOBYIO BMasTy C MOMOLLbIO 5 M1 pac-
TBopa HNO; C MaccoBol KOHLUEeHTpaumen 5% w1 BbIMOMHSAN
N3MEPEHUS] aKTMBHOCTM MJYyTOHUS HAa MacC-CMeKTPOMeTpe
Agilent 8800 Triple Quad. OcTaTtok pacTBopa nocne aHanmsa
ANEKTPONNTUYECKM OCAAWIN HA CTaslbHYIO MOAMO0XKY W BbINOS-
HUM 3MepeHus Ha anbda-cnektTpomeTpe Ortec Octete PC.

Puc. 1. Cxema npo60onoaroToBKN CYyTOYHOMO KOSIMYECTBA MOYM
[Fig.1. Scheme of daily urine sample preparation]

Pe3ynbraTtbl n 06cyxaeHve

CpasHeHvie pe3yrbTaTos napaniesibHbiX
namepeHui npob metogamm VICIN1-MC
v anbcha—CcrekTpoMeTpumn

Bbino npoBeneHo 88 napannenbHbIX UISMEPEHNIA ABYMSt Me-
Tooamy npob Mo4M nepcoHana, paboTalollero npevmyLle-
CTBEHHO C TPYAHOPACTBOPUMbBIMU COEAMHEHUSAMU MYTOHUS.
Heckonbko Npo6 C BbICOKMMU YPOBHSIMW COAEPXKaAHUS MyTO-
HUS C NPUONN3UTENBHO M3BECTHOW aKTMBHOCTBLIO MMIyTOHUS
OblNM HAMEPEHHO 0TOOPaHbI 13 apxmBa NPo6 MoYM AN1s cpas-
HEHVS Pe3yNbTaTOB M3MEPEHUI NPU PasHbIX YPOBHSIX. Pesysb-
TaTbl U3MepeHnin 16 Npob oka3anmch HXe NPenesioB U3mMepe-
HUIA 0BOMX METOAOB M3MepeHun. OcTanbHble MOMyYEHHbIE

[aHHble NPVBEAEHbI HA PUCYHKE 2 B NOrapndMmn4ecKon Lwkane,
rnokasaHa HeornpeneneHHoCTb, PacCYUTaHHast COriacHO UC-
Nnosib3yeMbIM METOAMKAM U3MEPEHUS.

[aHHble, npeacTaBneHHbIE HA PUCYHKE 2, CBUOETENbCTBY-
10T, YTO BCe pesynbTatel namepenun, Boiwe HIIW anbda-
cnekTpomeTpum (0,5 MBk), nonagaiot B 95% [oBeputenbHbIN
VHTEepBaN 06enx MeToAMK N3MEPEHUIA, a HEKOTOPbIe NPobbI U3
aomanadoHa menbliero HIMA anbda-cnekrpoMeTpumn BbIXOOAT
3a  rpaHuupl  OOBEPUTENBHONO  MHTEpBasa  MeToaa
MCM-MC. ns wecTtn Npob ¢ akTMBHOCTLIO Bbile 0,1 MBk/CKM
(MCN-MC) pesynbTathl U3MeEPEHUn anbda-CnekTPoMeTpUm
OKa3aMCb MeHbLLE Hynsa (nocne BblbeTa GoHa), MO3TOMY OHU
He NpeacTaBfeHbl Ha norapdmMmnyeckom rpaduke.
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Puc. 2. CpaBHeHMe pe3ynbTaToB NapasiiesibHbIX U3MEPEHW NYyTOHMS B NPO6ax NepcoHana pasnimyHbIMU MeToAaMm
B lorapudmMmyeckon Lwkane (¢ 95% aoBepuTenbHbIM MHTEPBASIOM — PACLUMPEHHOM HEONPEAENEHHOCTHIO
pesynbrara u3mMepeHns)

[Fig.2. Comparison of results of the parallel measurements of plutonium in the workers’ samples by different methods
on a logarithmic scale (with a 95% confidence interval — expanded uncertainty of a measurement result]

Bbin npoBeaeH KoppensunoHHbI aHann3 NMpcoHa pesysb-
TaToB, MOJIy4YEHHbIX ABYyMsi MeTogamun [16]. MNpn akTuBHOCTU
rnyToHusa Hke HIMW anbda-cnexkTpoMeTpum nonyyYeHHbIN KO-
adbuumeHT koppensumm paseH 0,391, Npu akTMBHOCTK MyTO-
Hus Bbiwe HIMA anbga-cnekTpoMeTpuin nosyYeHHbIM KO3 du-
uUMeHT koppensiumm paseH 0,997, 4TO CBMOETENLCTBYET O TEC-

HOWN NIMHENHON CBA3M PEe3yfbTaToB U3MEPEHUI NPU aKTUBHO-
cTun, 6onblue 0,5 MBk B npobe.

Peaynbtatbl napHoro Tecta CTblogeHTa, BbINOJHEHHOIO
0N pasnnyHbIX BbIGOPOK M3 Pesy/bTaToB M3MEPEHWUA (BCe
pe3ynbTatbl, pe3ynbTtartel Bbilwe 0,5MBK, pesdynbrarbl Huxe
0,5 mBk), npencTaeneHs! B Tabnunue 1.

Tabmya 1

PesynbTartbl NnapHoro tecta CrbiogeHTa

[Table 1

Results of the paired Student's t-test]

Bce pesynbtarsl
[All results]

Pesynbtathl 0T 0,1 80 0,5 MBk
[Results from 0.1 to 0.5 mBq]

Peaynbtathl 0T 0,5 11 BbILLE
[Results from 0.5 and above]

t=1,5236, df =71,
p-value =0,1320

t=0,3041,df =41,
p-value =0,7626

t=1,5231, df =29,
p-value =0,1386

95% poBepuTenbHbI MHTepBan [95% confidence interval]

-0,1304+0,0174

-0,0488 + 0,0360

-0,2966 + 0,0434

PasHocTb mexay cpeaHumm [Difference between means]

0,0565 0,0064

0,1266

CornacHo pesynstatam napHoro Tecta CTelogeHTa, 3Ha4eHs
M3MEPEHWNI, BbINMOSIHEHHLIX MeTogamu WCIM-MC un  anbda-
CNEKTPOMETPUU, CTATUCTUYECKM 3HAYMMO B CPEOHEM He pasnn-
YaloTCs HWU Onis JaHHbIX, MeHblumx HIMW anbda-crnekrpomeTpum

(p=0,76), H1 ansa gaHHbIX, 6onbLLKx HIM anbda-cnekrpomeTpun
(p=0,14), H1 ansa Bcero Habopa pesynsTaToB (p =0,13).

Bbin NpoBefeH OPTOroHaslbHbINA PErPECCUMOHHbIN aHaua,
NPEeACTaBEHHbIV HA PUCYHKE 3.
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Puc. 3. OpToroHasibHbI PErPECCUOHHBIN aHaM3 NMOSYHEHHbBIX Pe3yNLTaToB
[Fig.3. Orthogonal regression analysis of the obtained results]

AHanu3 nokasas, 4TO OTCeYKa MOJYYEHHOW MAPSIMON MO
OCW'y CTaTUCTUHECKN 3HAYMMO HE OTIMHAETCs OT HyNs (rpaHu-
ubl 95% poseputensHoro nHtepsana: ot —0,01 go +0,12), B TO
BPEMSl, KaK HaKJIOH NMPSIMOM CTaTUCTUYECKN 3HAYMMO OT/In4a-
eTcqd OT eauHWUbl (rpaHvubl OOBEPUTENBHOMO MHTEpBana:
010,93 pmo 0,96). 310T akT MOXET CBUAETENbCTBOBATb
O HaIMYUN  CTATUCTUHECKN 3HAYUMOMO  CMUCTEMATMYECKOro
cMeLeHns (5%). OHO MOXET ObITb BbI3BAHO 3aHVKEHNEM pe-
3ynbTatoB anbda-cnekTpoMeTpun (He0bXoaMMO  BblYUTATb
MEeHbLLNI  DOH) WM 3aBbILLEHVMEM PEe3yNbTaToB  Macce-
CNeKTPOMEeTPUN (HEOOXOAMMO BblMMTATL OONbLLWK GOH), 1Unu
OBYMS aTUMK dakTopamu B COBOKYNHOCTU. CrneayeTt y4ecTb,
4YTO [AHHOE CMeLLEHME CYLLLECTBEHHO MeHblue 95% posepu-
TENbHOr0 VHTEpBasia — PaCLUMPEHHON HeonpeneneHHoCTn
pe3ynbLTaToB N3MEPEHN 0O0NX METOLOB.

3akJilo4veHne

PaspaboTaHa 1 anpobrpoBaHa METOAMKA NU3MEPEHUIA MTy-
TOHMS B OuwocybecTpatax C  MCMOMb30BaHMEM  Macce-
CMNEKTPOMETPUN C MHAYKTMBHO CBA3aHHOM nna3mon. bnaropa-
psi 3TOM METOAVKE HWKHWA Npenen MU3MEPEHUst MayTOHUS
YMEHbLLEH Ha NOPSA0K MO CPaBHEHMIO C APYrMMIN UCTOSb3ye-
MbIMU METOAAMM, YTO MO3BOSINT OCYLLECTBASATL UHANBUOYASTb-
HbIA JO3UMETPUYECKMI KOHTPOSIb NepcoHana, pabdoTatoLiero
C TPYAHOPACTBOPUMBIMU COEANHEHVSMW TIYTOHUS,, C PEKO-
MeHAYyEMbIMU MHTEPBaIaMN MeXay U3MEPEHNSMN.

MpumeHeHne metopa WCI-MC cokpallaeT Bpemsi 13me-
peHus Npob ¢ 5 agHeln 0o 5 MUHYT; crnepoBaTesibHo, 3TOT METOA,
cnegyeT pa3BMBaTh B HANPaBeHM 3KCNPECC-OLEHKN B Cry4a-
X HeLUTaTHbIX NOCTYMNEHUN (aHaIN3 aJIMKBOT KPOBWU 1 MOYM).
K Hepoctatkam MeToga MOXHO OTHECTU HEBO3MOXHOCTb W3-
mepeHuit “*Pu [1], KOTOpBI Takke MOXET MOCTyrNaTh B Opra-
HVM3M NepcoHaa HEKOTOPbIX PaANALMOHHO OMACHbIX MPOU3-
BOACTB, M3-3a UHTEpdEPEeHLMNn C NPUPOSHBLIM YPaHOM, Mpu-
CYTCTBYIOLLIM MOBCEMECTHO.

[pOBEAEHHbIN CTAaTUCTUHECKUI aHAIN3 CPaBHEHWUSI aKTVB-
HOCTV MPOB CYTOYHOW MOYW, U3MEPEHHOI ABYMSi METodamu,
nokasas OTCYTCTBME CTATUCTUHECKM 3HAUYMMbIX PA3INHUIA MEXY
Nnony4eHHbIMM  pe3ynbTatamn. HekoTopble pesynbTaTtbl HUXEe
HIMN anbda-cnekrpoMeTpnyeckoro MeToaa He nonaganv B Ao-
BEPUTENbHBIN MHTEpPBan peaynstatoB Metoga NCM-MC; Taicke
HekoTopble pedynbtaTbl, Bbiwe HMW WUCM-MC, Ha anbda-
CMNEeKTPOMETPE MoKa3asN 3HAYEHUST HUXKE HYNS, YTO CBUOETESb-
CTBYET O JIyHLLEN NPUMEHMMOCTN METOAA MACC-CNEKTPOMETPUN
npu aHanmse pesynstatoB ot 0,1 no 0,5 mbk/CKM. 310 MoXeT
ObITb MCMOSIL30BAHO MPU aHaIN3e pacrnpeneneHnst [1030BOW
Harpy3ku O ONpeneneHHbIX KaTeropuii NepcoHana, a Taikke
0151 PETPOCNEKTUBHOM JO3MMETPUN.
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Radiation measurements

Comparative analysis of inductively coupled plasma mass spectrometry

and alpha spectrometry methods to measure plutonium activity in biosubstrates

Vadim R. Batalov', Mariya V. Ishunina®, Alexander V. Efimov’, Alexandra B. Sokolova’

I Mayak Production Association, Ozersk, Russia
2 Southern Urals Biophysics Institute of the Federal Medical Biological Agency of Russia, Ozersk, Russia

Currently, the most common methods to measure the activity of transuranium elements in biological
samples are alpha radiometry and alpha spectrometry. Of these, alpha spectrometry is the most sensitive
and selective method. However, this method is not sufficiently sensitive to control hardly soluble compounds
of plutonium in the human body. For example, upon an intake of hardly soluble compounds of plutonium
at the level of annual limit of intake, a year later, Pu in a daily urine sample is expected to be 0.4 mBq.
Since the lower limit of measurement of alpha spectrometry is about 0.5 mBq, during the first 2 years as
minimum, the workers who have contact with hardly soluble compounds of plutonium are not provided
with a reliable monitoring of intakes. To solve this problem, a new technique of analysis was developed
based on the plutonium activity measurement using the method of inductively coupled plasma mass
spectrometry. This technique allows measuring plutonium by mass spectrometer in daily urine samples and
blood samples after separation from interfering isotopes by anionic exchange chromatography. The method
takes much less measurement time and is much more sensitive to long-lived isotopes. It enables reducing
the lower limit of measurement by a factor of five compared to the alpha spectrometry method. Also,
the technique for the first time allows to measure separately the activity of plutonium-239 isotopes and
plutonium-240 isotopes, the energies of which are indistinguishable on alpha spectra. The plutonium activity
was measured by the two methods in parallel in 88 daily urine samples collected from the personnel
of the federal state unitary enterprise “Mayak Production Association” working primarily with hardly
soluble compounds of plutonium. The analysis of the measurements of these samples demonstrated
no statistically significant differences between the results obtained. Also, these results testify to better
applicability of mass spectrometry for the activities below the lower limit of measurement of alpha
spectrometry. The developed method of analysis can be applied to estimate the levels of current intake
of hardly soluble compounds of plutonium, for retrospective dosimetry and as an express method to obtain

the intake estimates by the plutonium activity in blood in non-routine situations.

Key words: internal dosimetry, inductively coupled plasma mass spectrometry, alpha spectrometry,

plutonium.
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