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YYBCTBUTEJIBHOCTDHb U NTPEJAEJIbBI OBHAPYKEHUSA
IHPU MACC-CIHEKTPOMETPUYECKOM AHAJIU3E
YIbBTPAMAUJIBIX ITPOb YPAHA U IIVIYTOHUA

IIpencraBnena cxema MpOBENCHMS aHanIM3a H30TONMHOro cocraBa U um Pu Ha TepMOMOHM3AI[MOHHOM Macc-
CIEKTPOMETPE C MHOTOKaHAIBHBIM CYETYNKOM HOHOB. PacCMOTpPEHbI IPUHIMITHATIBHBIE C TOUYKH 3PEHHS BO3MOXKHO-
CTel M3MEpEHUs! YJIbTpaMalbIX IPo0 aHATUTUYECKUE XapaKTEPUCTUKU: YyBCTBUTEIBHOCTh U MPEAENbl OOHapyxe-
Hus. KonndecTBeHHbIE OLIEHKH C/IeNaHbl Ha OCHOBAaHUH 00O00IIEHNS SKCIIEPUMEHTANIBHBIX PE3yIbTaTOB.

BBEJEHUE

CnoXKHOCTh OIpEeNIeNeHnsl COAEepkKaHUs H30TOIOB
aKTHHUAOB B 00pa3lax OKpyXKarollei cpelsl 1 oopas-
LaX TEXHOT€HHOTO MPOMCXOXKICHUS HEPEIKO COCTOUT
B TOM, YTO HE TOJBKO KOHLCHTPALUS aHAIU3UPYEMBIX
JJIEMEHTOB HAXOAWTCS Ha CJIEJOBOM YPOBHE, HO H
o01ree KOTMIecTBO oOpasiia MOXKET OBITh Maio. B Te-
YeHHEe HECKOIBKHUX JIeT B IHCTUTYTE aHAIUTHYECKOTO
npubopoctpoenuss PAH coBmectHo ¢ PagueBsiM HH-
crutytoMm uM. B.I'. Xnonuna ycrnemHo paspabaTbiBa-
€TCsl MacC-CIIEKTPOMETPUUECKUI METOA ONpeeTeHIs
COJZICp)KaHMsI M30TOIOB ypaHa U IUTyTOHHS B yJIbTpa-
MaJbIX Ipodax.

Korna 3apanee HeU3BECTEH COCTAaB U COOTHOIIECHHE
KOMITOHEHTOB MaJIOH TpoOBI, perucTpamusi OBICTPO
MEHSIOIIET0Cs Macc-CIeKTpa J0JKHA TTPOU3BOAUTHCS
OJTHOBPEMEHHO BO BCEM HHTEPECYIOIIEM JHara3oHe
Macc HOHOB. [1o3TOMy ONBIT pa3paGOTKU U MpPUMEHE-
HUS MHOTOKaHAaJIbHBIX JETEKTOPOB-CUETYHKOB HOHOB
C OIHOBPEMEHHOW pEerucTpanyed MHOIHX Macc-
CHEKTpalbHBIX NMUKOB [1, 2] momy4yun ygauHoe BO-
IUIOIEHUE NIPH CO3JaHUHU aANIapaTHO-METOANYECKUX
OCHOB METOJla H30TOIHOIO aHajau3a YJIbTpaMaibIxX
po0 U UCCIIETIOBAHUU €TO XapaKTePUCTHK [3, 4].

IIpm TakoM TOAXO/AE OKa3bIBa€TCA JOCTATOYHO
3¢ GEKTUBHBIM MPUMEHEHUE TEPMOUOHU3AIMOHHOM
Mmacc-cnekrpomerpun (TUMC), nomyckaromeit pabo-
Ty ¢ 0o0BE€MaMu pPAacTBOPOB MPOO TOPAOKA EAWHUIL
MUKPOJIUTPOB. OTHOCHUTENBHO NMPOCTOH OTEYECTBEH-
HbI Macc-cniekTpoMerp MU 1320 ¢ MarHUTHBIM aHa-
JIA3aTOPOM OBIT OCHAINECH CIICHAIBLHO pa3paboTaH-
HbIM MHOTOKaHAJBHBIM JETEKTOPOM, paboTaromuM
B pEXKHUME cueTa HOHOB |5, 6].

B cocraB netexTopa T.H. 3JI€KTPOHHO-ONITHYECKOTO
THUMAa BXOIAT CcOOpPKa MHKPOKAHAJIBbHBIX IJIACTHH
(MKII), mOMUHECHEHTHBIM 3KpaH, ONTHYECKas CHC-
TeMa ¥ (OTOUYBCTBUTEIBHBIH HPUOOpP C 3apsa0BOM
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CBsI3bl0. JleTekTop MMeeT HIMPOKUN JUHAMUYECKUH
JMAIa3oH, a TAKXKE IAaeT BOZMOKHOCTH MPOBOJIUTH pe-
TUCTPAIMIO CIIEKTPOB C BBHICOKOW paspemniaroiieu cro-
COOHOCTBIO TIO Macce Oraromapst BBICOKOMY TIPO-
CTPaHCTBEHHOMY Pa3pelICHHI0 CaMOro JETEKTOpa HO-
HOB. DTO Ba)XHO JJISI MIPABHIBHOTO y4YeTa CIIEKTPalb-
HOTO (hOHA TPH aHATU3E MaJbIX IPoO.

Taxum 06pazoM, ObUTH 0O€CTICUeHBI BHICOKAS TYB-
CTBHUTEJIFHOCTb, CHIIKCHUE TMPENeNIOB OOHApYKeHHUs
aHAIM3UPYEMBIX KOMIOHEHTOB M YMEHBIIICHHE HEOTI-
PEAENeHHOCTH pPe3yJbTaTOB W3MEPEHHUH H30TOIHBIX
otHomenuit (MO) B ynpTpa-Mansix mpobax [6]. Oto
MMO3BOIISIET, B YaCTHOCTH, MPOBOAWTH aHAIHM3BI MPOO
MAT'ATD B pamkax [IporpamMMbl KOHTPOJSI BBINOJ-
HeHus JloroBopa o HepacHpOCTPaHEHHWH SIEPHOTO
OPYXKHSL.

B naHHOW cTaThe mpelcTaBiieHa cxeMa IpoBeje-
HUS aHAJIN3a M30TOMHOTO COCTaBa ypaHa M ILTyTOHHS
U PaccCMOTPEHBI €e OCHOBHBIC MapaMeTphl. [lokazan
YpOBEHb MPUHIUIHATIHHBIX C TOYKH 3PEHUS BO3MOXK-
HOCTEH M3MEpeHHs YJIbTpa-MajiblX Mpo0 aHaIUTHYe-
CKHX XapaKTePUCTHK — YyBCTBUTEIHHOCTH U TIpese-
70B oOHapyxeHus. OUEHKH cIeNlaHbl Ha OCHOBaHUH
00001IIeHAS SKCIIEPUMEHTATBHBIX PE3yJIbTATOR.

CXEMA INPOBEJEHUSA AHAJIN3A
N EE ITAPAMETPBI

Ha puc. 1 mokazana cxeMa TpOBEICHUS aHAIN3a,
TIPEACTABIIAIONIas COOOW CEeMb IOCIEIOBATEIBHBIX
cranuii. HauanwpHast ctamus | — 310 ucxoaHblit oopa-
3ey (HaIpuUMep, BO3AYIIHBIA (QWIBTP) ¢ Maccort M
paccMmaTpuBaeMoro u3orona, koneunas craaus VII —
MOJTHOE YUCIO UMNYAbco8 N, 3aperuCTPUPOBAHHOE B
CIEKTPaJbHOM MHUKE AaHHOro uizoromna. Craguu I...V
— TOJTOTOBKa 00pasra mepe]; BHECEHHEM B HMCTOY-
HUK HOHOB Macc-CIeKTpomerpa, craguu V...VII —
COOCTBEHHO MacC-CIEKTPOMETPHUICCKUE U3MEPCHUSI.
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Vel BHeceHMe H30TONHOA METKH (M)
Obpaseu Macca wzoTona M
$ Buixoa B pacTBop Y;
Onpegenenune HcxoaHel
KonuyecTtea U pacteop [N___ JarpazHeHue G
M * Hcnone3yewan 4acTe p-pa a
. AnukeoTta
HaoTonHbI ™ _ _ BHeceHWe WIOTOMHOIH METKN (M)
aHanusz roro
APY Jarpazuenue Ci
anedeHTa
JkcTpakuuA .
S —— «——— Xuuuueckuil Beixog Yen
JarpAzHeHue G
T BHeceHWe W20TONHOW METKH (M)
hacTEOD MAM CTAHZAPTHLIA pacTEOp
JarpazHenue Cr
W * -— Hcnonezyeuwan 4acTe p-pa f
Haeecka
Hanewtax [ 3arpazHeHue Cn
«— KHIN ucTovHHUKa WOHODB K
*— JipdeKTHEHOCTE HAKONNEHWA cnekTpa £,
WiI. I pekTHEHOCTE perucTpauuu E,
Yucno
MunynbCcoB «—— [lonHoe Yucno UNNYNLCoR N
E CNEKTPanLHOM NUKE

Puc. 1. Cxema npoBeicHHs aHaJIN3a U €€ OCHOBHEIE ITapaMeTPhl

XoJI aHanW3a TPH TMOCTAJAUHHOM IpeCTaBICHUH
MOKHO OXapaKTepU30BaTh UYUCICHHBIMU IapamMeTpa-
MH, KOTOpBIE OTpa)XatoT MpeoOpa3oBaHUs U MaHHITY-
TAIIA ¢ 00pasnoM, 3(h(PEeKTHBHOCTH TIPOIIECCOB, BO3-
MOJKHBIE NTApA3UTHBIE BIHSHUS.

B 3aBUCHMOCTH OT LieiIM NPOBOAMMBIX U3MEPEHUI
(u3oTOMHBIN aHanmM3 0o0Opasia, KamMOpoBKa mpubdopa,
ompejesicHHe OJIAHKOB ~ XMMHYECKOW TOATOTOBKU
" IpUOOPHBIX OJIAHKOB) HAa PAa3IMIHBIX CTAIIUSX MO-
T'YT BHOCHUTHCSI M30TOMHBIE METKH. DTO (PUKCHPOBAH-
HbIe KonudecTBa M, TE€X WM30TONOB aHAIM3UPYEMBIX
9JIEMEHTOB, KOTOpBHIE 3aBEAOMO OTCYTCTBYIOT HWJIH
NPUCYTCTBYIOT B OTHOCHUTEIFHO MaJbIX KOJIWYECTBaX
B pealbHBIX 00pa3lax U MpH 3TOM HE MPEICTABISIOT
crienuanbHoro mHTepeca. [losBisieTcss BO3MOKHOCTh
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UCIIOJIb30BAaTh METOJ] MacC-CIIEKTPOMETPHU C U30TOII-
HEIM pazdasieaneM (MCHP), ocHOBa KOoTOpOTrO —
UICHTUYHOCTh XUMHUYECKHUX TPEBPAICHUN H30TOMOB
OJTHOTO BJIEMEHTA TpH MPOOOTIOATOTOBKE. M3mMepeHus
COJIEp)KaHW MO0 OTHOIICHWIO K MeTKe (T.e. COOTBET-
ctBytone MO B Macc-CIIEKTPEe) HUCIONB3YIOTCS IS
KOJIMYECTBEHHBIX ONpeeNIeHH CofepKaHus HHTEpe-
CYIOIIUX U30TOIIOB.

HccenenyeMbrii  oOpaserm pacTBOPSIETCS TOCHE O
oyieHUsI, ¥ Ha craauu Il momywaercs T. H. ucx0OHbIl
pacmeop B obveme 0.5-0.8 mur. Brixom wm3oTOmoB
13 o0pasiia B pacTBOpP OOBIYHO MPUHUMAETCS OJIM3KUM
k 100 % (Y; = 1). B ucxonHom pacTtBope MOXeET MpH-
CYTCTBOBAaTh 3arps3HEHUE JaHHBIM H30TOIIOM Ha
ypoBHe C; (B eauHHUIIAX Macchl, Kak U M), KOTOpoe



26 . B. YYBUHCKUN-HA TEXXINH u ap.

BHOocuTcs Ha | u Il cragusix, B TOM 4HUClE€ C UCHOJb-
3yEeMBIMU PEaKTHBaMHU.

Hcxomnslit pacTBOp AENUTCS Ha aIMKBOTHI (CTanus
III): 1) nna mpoBeneHUsT M30TOMHOTO aHAjIHM3a ypaHa
u mytoHus (ans Pu sta wacth cocraBmser a = 0.25—
0.5); 2) nns onpeneneHus coAepKaHUs ypaHa JIFOMH-
HECLIEHTHBIM METOAOM; 3) IUIsl KOJIMYECTBEHHOTO OII-
penenenus nnyTOH%I MeTOIL(%‘l:iI‘ MCUP c 100aBIICHU-
€M MeTKH u3oTtomna ~ “Pu mim “"Pu Maccoii M, .

Cranus IV — swidenenue snemenmos u ovucmra
Ha 3epHaX HMOHHO-OOMEHHOH CMOJIBI. DTOT Tpolece
caM COCTOHWT W3 HECKOJIbKHX J3TaroB M IUKIMYECKH
noBTopsiercs. OH MOXeT OBITh OXapakTepH30BaH KO-
3¢ PUINEHTOM XUMHYECKOTO BBIXOJA DJIEMEHTa Y.
3arpsi3HeHHs, BHOCHUMbIE Ha YETBEPTOl CTaguu, yc-
JIOBHO pa3fefiM Ha ABE TPYIIBI: OTHOCALIMECS K Ha-
YaJbHBIM 3TallaM BBIJEJICHHS ONMCHIBAIOTCS BEIMYH-
Hoi C|, a Ha KOHEUHBIX dTanax OHU cocTaBisaoT C,.

XuMudeckass MOArOTOBKAa 3aKaHYMBAETCS MPUTO-
TOBJIGHUEM T. H. KOHEYHO20 pacmeopa SIEMEHTa B
1 M a3otHo# kucnore (craaus V), oObeM pacTBopa
B TUIACTHKOBOH MHUKPOIPOOUpPKE COCTaBIsgeT 25—
30 Mxn. Macca Bo3MoOxHOro 3arpsasHeHus C; Ha
JAHHOW CTaJuM OTHOCUTCSA KaK K PacTBOPY KHUCIIOTHI,
TaK U K HEHOPMHPOBAHHOMY IPHUCYTCTBUIO B CTaH-
nmaptax (Ipu MpoBEICHUH KaTuOpPOBKH MpuOOpa ¢ uxX
ucrnoibp3oBanreM). Co craguu V HayMHaeTcs IpH-
OopHasl 4acTh Macc-CIIEKTPOMETPUYECKOrO aHann3a, U
Cr B 3HAUUTENILHOW CTENCHU MOXKET BIMATH Ha ypoO-
BEHb NPEIENIBHBIX BO3MOKHOCTEH METOAMKY.

CoOCTBEHHO Macc-CIIEKTPOMETPHYECKHE H3Mepe-
HUA 3aHMMaroT craguu V... VIL. IImacTuKOBBIM Ka-
NWUBIPOM HA JICHTHI-MCIIAPUTENN HCTOYHHKA HOHOB
HaHocutcst 10—15 MK KOHEUHOTO pacTBOpa, T. €. UC-
noJjb3yeMas 4acThb pacTBopa cocrasisier f = 0.5. Cra-
must VI — nasecka npobwr Ha newmax, KoTopas B 11e-
pecuere Ha aHanusupyemsle uzotonsl U u Pu moxer
coctaBisate oT 0.01 ¢r mo 100 nr. B mammx paborax
UCTIONB3YETCS  TPEXJICHTOUHBIH HCTOYHHK HOHOB
C BOJb(PAMOBBIMU HCIAPUTEIIIMH M PEHHUEBBIM HO-
HU3aTOpoM. biioku ¢ TpeMs JeHTaMH SIBISIIOTCS CMEH-
HBIMH 3JIEMEHTaMH HCTOYHHKA HOHOB.

K craguu VI ycioBHO cBeieHBI BCE 3arpsA3HEHUs
C,, paccMaTpuBacMbIM H30TOIOM, KOTOpPbIE MOTYT
OBITH CBsI3aHBI ¢ MPUOOPOM: 3 (eKTrl "maMaTH" JEHT,
KOMITOHEHTOB YCTPOWCTBa HAaHECEHHUS! pacTBOpa IMpo-
Obl, a TaK)Ke 3JIEMEHTOB MCTOYHHKA HOHOB, OCOOCHHO
MIPOSIBJIIONINECS] B IPOLIECCE IPOJODKUTEIBHBIX H3-
MEpPEeHUI 13-3a MocTeneHHoro nporpesa. Kpome toro,
B C,, YCIOBHO NeEpECUHTHIBAIOTCA BKJIAJbl 3apErHcCT-
pUpOBaHHOTO (OHA PACCESTHHBIX HOHOB, CHEKTpPab-
Horo ()oHA ¥ TEMHOBOTO ()OHA AETEKTOPa HOHOB, €CIIH
9TH Napa3uTHbIE CUTHANbl PEanu3yloTcs B KOHKpPET-
HBIX MAacC-CIEKTpax B BHIE IHKOB, KOTOPHIE HEBO3-
MO’KHO OTJIMYHUTH OT CHIEKTPAIBHBIX TIMKOB aKTUHHUIOB
10 UX IOJIO’KEHHIO HA IIKaJIe Macc.

Ilepex HauanoM HCHONB30BAaHMS KaXAOro OJioKa

C HOBBIMH JIEHTaMH TIPOBOJUTCS IKCIIEPUMEHTAIHHOE
ornpeneneHue ero paborocrnocodHocTH — K03 duim-
eHTa ucnojisp3zoBanus npoodsr (KMUIT) — mpu Hanece-
HUM (HUKCHPOBAaHHOTO KOJHMYECTBA CTaHAAPTHOTO
pacTtBopa nzotomnoB Pu (HaBecka oxono 0.1 nr). Kon-
TPOJHMPYETCs TOJHOEe Yrcio MOoHOB Pu Ha BXoxme me-
TekTopa (M0 KOJIMYECTBY HUMIYJIBCOB) NpH pabdodeit
TeMIreparype monmzaTopa okoio 1900 °C (xortopas
obecIrieynBaeT MOJITOBEYHOCTh JIGHT) W TIPHU OITH-
MaJIbHOM HACTPOHMKE HOHHO-ONTHUYECKOW CHUCTEMBI.
O0001enre HGOPMAIIMK, HAKOIUICHHOW B HECKOJIb-
KHX JISCATKaX MCIBITAHUH, OKA3aJI0, YTO HCIPABHBIC
O6noku mo3BoistoT modayunts KUII mo muryronmio
B nuanasone ot K, = 4 x 10° wonos/ur 10 K, = 1.2 x
x 10° HOHOB/TIT TIPH Pa3PEIICHNH MAacc-aHATH3aTopa
okoio 1000. ITocne npoBeneHus: U3MEPEHUN OCTATKU
MpenpIaymeil mpoObl OTXKUTAIOTCA C TOCTOSHHBIM
KOHTPOJIEM Macc-CIeKTpa B OOJIACTH aKTUHHJOB TPH
MaKCHMAJIBHO JOIYCTHMBIX TEMIIEpaTypax JICHT HC-
napureneir (1850 °C). Takum oOpa3om, mepen HaHe-
CEHHEM OYepeTHON MPOOBI 3aBEJOMO TapaHTHUPYIOTCS
npuemnemoe 3Hadenue KUII u orcyTcTBUE ocTaTou-
HOTO (poHA OJIOKa IpH pabOUYNX TeMIIepaTypax Hakaa
nent ucnapureneit or 800 °C mo 1700 °C.

UyBCTBUTENFHOCTh aHANIN3a B 3HAYUTEILHOW Mepe
OTIpeaeNsieTCs] aHAINTHYECKUMU BO3MOYKHOCTSIMU Jie-
TEKTOpa MOHOB Macc-criekTpoMeTpa. OdeBHIHO, YTO
OHAa MaKCHMajbHa, €CIM CICKTPaJbHBIC MUKU BCEX
M30TOIOB dJIeMEeHTa U (OH PETUCTPUPYIOTCS OJHO-
BPEMEHHO, T. €. WCIIOJNb30BaHHE HWOHHBIX ITyYKOB
6mu3ko k 100 %. B nanHoil paboTe mpu perucTpanuu
WOHOB C IOMOMIPI0 MHOTOKAaHAJIBHOTO JETEKTOpa,
B pabouyio 00JaCTh KOTOPOTO OJHOBPEMEHHO MOTYT
[omajgaTh BCE CIIEKTPANbHbIE THKA C MAacco
orT 231 a.e.Mm. o 245 a.e.m., mi1g U u Pu obecrieunBa-
ercst 23Q(HEeKTHBHOCTh HAKOIUICHUS CIIEKTpoB FE,, = 1.
OTO AaeT NPUHIMIUAAIBHBIN BBIMTPHIII B YYBCTBH-
TENLHOCTH TI0 CPAaBHEHHUIO C PETHUCTpALMel OIHOKa-
HAJIBHBIM JETEKTOPOM HOHOB, PabOTAIONINM B PEXKH-
M€ HaKOIUICHHS CHUTHAJIOB C IOCJIEIOBATEILHBIM CKa-
HUPOBAaHUEM MAacCC-CIIeKTpa WM C TepeKII0YeHUEM
UKOB (TIpH 3ToM E, << 1).

OddekTuBHOCTE perucrpanuu E,; T. €. CpemaHee
YHCJIO 3apeTUCTPUPOBAHHBIX UMITYJIBCOB B IEpecueTe
Ha OJMH MOH, y AEeTEeKTOpoB noHOB Ha 6aze MKII, pa-
0oTaromux B peXKUME cyYeTa, OOBIYHO HE MPEBHIIIAET
0.5-0.8. B namem cinyuae E; =~ 0.5 umn/woH, 4to
BITOJTHE TIPHEMJIIEMO TSI MHOTOKaHAIBHOTO JETEKTOpa
HOHOB C BBICOKHM TPOCTPAHCTBEHHBIM pa3pelicHUEM.

9KCIIEPUMEHTAJIBHBIE OIIEHKH
YYBCTBUTEJIBHOCTHU

I/ICHOHLSYSI 0603Ha‘{6HI/I$I, IIPUHATBIC B CXCMC IIPO-
BCACHUA aHA/IM3a Ha puC. 1, MOXXHO 3aItiucaTh ITOJIHOC
YHCJIO UMITYJIBCOB B CIICKTPAJIbHOM ITMKE KaK IIPOH3-
BCACHHUC MapaMCTPOB:
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N=(E; xEg) xKis xYep X (f Xa) X ¥; x M. )

Crnenyer OTMETHTh, YTO 3aBUCUMOCTh N oT M
B MIPUHIIATIC MOXKET OBITh HEIMHEHHOH, T. €. HEKOTO-
pbie mapameTpsl B (1) 3aBUCAT OT OOIIETO KOJIMYECTBA
aHAJIM3MPYEMOT0 DJIEMEHTa, COJepKallerocs B mpooe
Ha CIIeZIOBOM ypoBHe. B Hambousblieil cremeHn 3TO
OTHOCHUTCS, MO-BUAUMOMY, K mapamerpaMm K;; U Y.,
KOTOpBIE OTPAXKAaIOT Pe3yJbTaThl MHOTOCTYIIEHYATHIX
U CEJICKTHBHBIX MpOIeccoB. [IpuunHOIi NpOsSBICHUS
nmaHHOTO 3(deKTa IpHu aHaTN3aX peaTbHBIX 00pa3IoB
C pa3HOOOpa3HBIM M HEOIPEJEICHHBIM COCTAaBOM OC-
HOBHBIX (MaTPUYHBIX) KOMIIOHEHTOB MOKET CTarTh,
HampuMep, KPaTKOBPEMEHHOE W3MEHEHHEe paboThI
BbIXOJda JICHTBI-MOHU3aTOpa B HMCTOYHUKE HOHOB
B NPUCYTCTBUHU MApOB KOMIOHEHTOB MPOOBI WM Ba-
pualyu B XOJe MPOIECCOB COPOIMHU—aecopOruu Ha
3epHaX MOHOOOMEHHOW cMoJbl. IlockonbKy mpencka-
3aTh KOJUYECTBEHHO CTEICHb BIUSHHUS PacCMaTpH-
BaeMbIX 3(PGEKTOB HEMPOCTO, COOTBETCTBYIOIINE
OIICHKH IIeJIeCOO0Pa3HO IOyYUTh OIMBITHBIM ITyTEM.
[Tapamerps! E,; u E,, npu HOpManbHOI paboTe cucre-
MBI PETUCTPAIUHN CTPOTO (PUKCHPOBAHBI, MOXKHO TPH-
HaTh E; X Ey, = 0.5. 3HaueHus f v a BEIOUPAIOTCS IKC-
MIEPUMEHTAaTOPOM, M B JAHHOM PAacCMOTpPEHHH OyaeMm
cuntath Y; = 1. Torma MOXXHO BBIPa3UTh YYBCTBH-
TEIBHOCTh aHanmu3a S mpu a = 1 u f= 1, HopMupys pe-
3yJbTATHl JIOOBIX M3MEPEHHUH C y4eTOM 3HaueHWH a
U f, BBIOpaHHBIX B K&KJIOM KOHKPETHOM CIydae:

S=N/M=(E; xEy) * (Kis xYa). ()

Jlyis CIeKTpalIbHBIX MUKOB METOK OepeM M = M,
JUISL pacueToB B SKCIEPUMEHTAX, HAUMHAIOLIUXCS CO
crtaauu V, mpuHUMaeM Takxe Y., = 1.

ITo paccMoTpenHoit Ha puc. 1 cxeme HpPOBOIITCS
Tpu TuUna usMepeHuid. OmpezgeneHue T. H. '"Macc-
crieKTpoMeTpudeckux O1ankoB" (oreHka BenuuuH Cy
u C,), a Takke KOHTPOJIb IIapaMeTpoB Macc-
CICKTPOMETpa W KaTUOpPOBKA HEOIHOPOIHOCTH (-
(heKTHUBHOCTH PETHUCTpAIMH ETEKTOpa MOHOB IO Ka-
HajaM HA4YMHAIOTCS OT CTaAuu V U 3aBepIIaloTCs 3a-
kirountTenbHoi craaueit VII. [ns atux neneit npume-
HAIOTCSL PacTBOPbBl METOK, CTaHJAPTOB U TECTOBLIE
pactBopbl. BTopoil TN W3MEpeHUH HAYMHAETCA OT
craauu Il unu III u mpoBoguTCs ¢ LENbIO ompezaene-
HUsl OJJTAHKOB MPOOOITOATOTOBKH — OIICHKH ITapameT-
poB zarpszaenus C;, C,, C, ® majee, a TaKkxke I
KOHTPOJIA KO3((HUIIUEHTa XUMHUYECKOTO BBIXOJa dJie-
MEHTOB Y,; . [Ipu 3TOM MOTYT BHOCUTHCS U30TOITHBIE
meTku. Hakonen, ot craguu 1 HaunHAETCs] OCHOBHOM,
TpeTuif, TUIl U3MEPEHUH — 3TO COOCTBEHHO aHAIU3
peabHBIX 00pa3IoB, a TaKXKe OIpeleleHrne OJTaHKOB
metogom MCHUP.

Hmwxke npuBeneHsl 0000IIEeHHBIC pe3yIbTaThl He-
CKOJIBKUX JIECATKOB DKCIEPUMEHTOB, B KOTOPBIX Olle-
HHUBAJIaCh YyBCTBUTENHHOCTh. CoNepikaHHUs 3JIEMEH-
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TOB omnpezenensl metogom MCHP.

1) B u3MepeHusax mepBoro Tuma ObUIO TMOJYYEHO
S =3.4 x 10° umn/nr + 50 % (otHOcHTeapHOE CKO)
MIpH coziepkaHuM MIyToHHus B Konmuyectse 0.01-10 mr,
a s ypasa S = 1.3 x 10° umn/nr + 40 % mipu ero co-
nepxkanuu B konruectse 0.1-100 mr.

2) B u3MepeHusx BTOPOTro U TPETHErO THUIIA B alH-
KBOTaX, COJEPKAIINX METKU IUTyTOHHUS B KOJTUIECTBE
2.2-2.6 r, 4yBCTBUTEIBHOCTH cOCTaBIsIa S = 1.8 X
x 10° umn/mr £ 50 %.

3) B usmepeHusx BTOPOTo M TPETHETO TUIIA B He-
MEYEHBIX aJMKBOTAaX C COJEepKaHWEM IUTyTOHHS He
6onee 0.1 nr (Omankn) momydeHo 3HaueHue S = 1.1 x
x 10° mmr/mr + 60 %.

4) B u3MepeHHsAX pealbHBIX 00pasloB (TpeTuit
TUT U3MEpeHui) ¢ coaepxkanueM rrytonus 0.1-10 nr
cpennee 3HadeHue S=1.2 x 10° ummn/mr + 125 %.

CooTHoIIeHHE YyBCTBUTEILHOCTEH 10 ypaHy U IO
TUTyTOHHUIO MOKa3bIBAa€T, MO-BUANMOMY, BIUSHHUE pa3-
HUIBl TOTCHIMAIOB WOHHM3AIlMH 3TUX 3JIEMEHTOB
(pacuetnoe cootHomenue KUII wucrounmka HOHOB
s U u Pu 6imusko k 0.5). CpaBHEHUE MEpBOM U BTO-
poif Tpymm pe3yJdbTaToB IO3BOJSET HAa OCHOBaHHH
MIpUBEIEHHON CXEMBbI aHAJIM3a CIENaTh BBIBOJ O Cpell-
Hell BeTMYMHE XUMHYECKOTO BBIXOZa MPH BBIIEICHUN
U ouHCcTKe TIyToHus Y., =~ 0.5. Bo3MOXHO, 4TO COOT-
HOIIICHHWE TaHHBIX BTOPOH U Tpethbe rpynm (1.1 / 1.8)
OTpa)kaeT BIMSHUE MAaCChl aHATU3UPYEMOTO0 KOMIIO-
HEHTA: YMEHBIIIEHUIO MAacChl COOTBETCTBYET CHIDKE-
HUe S TpUMEpHO B MOJTOpa pa3a. 3HaUUTEIbHAS JHC-
mepcus  pacmupeeNieHus pe3yJbTaTOB  YeTBEPTOU
IPYIIIBI 110 CPABHEHUIO C JaHHBIMHU IEPBON—TpEThEH
TPYII MOXKET yKa3blBaTh Ha TmposiBieHue 3(PdexToB,
CBSI3aHHBIX C BapHaIMsIMH COCTaBa peasIbHBIX 00pas-
oB. B 3TOM ciy4ae cTaHOBUTCS BelHMKa BEPOSTHOCTH
3HAYeHUH YyBCTBUTEIBHOCTH, KOTOPbIE B HECKOJBKO
pa3 MeHbllle cpeaHero 3HadeHus. OTMETHM, 9TO OT-
HocutenbHOoe CKO pe3ynmbraToB m3aMepeHuit S B mep-
BBIX TpEX TpPyNnax NpUOIU3UTENBHO COOTBETCTBYET
AKCIIEpUMEHTAIBHO OIleHeHHOMY pa3opocy KUII pas-
HBIX OJIOKOB JICHT, UCTIOJIb3YEMBIX B HCTOYHHKE HOHOB
Macc-CIIeKTPOMETPA.

HOPEJEJIBI OBHAPYXEHUSA

OueBuaHO, uTO ¢ MoMoIbio (1) u (2) MOXKHO BBI-
pa3uTh KOJMYECTBO (Maccy) M30TOIa Yepe3 3apErucT-
PHUPOBAHHOE YHUCIO UMITYJILCOB B €r0 CHEKTPAILHOM
nuKe. B 9acTHOCTH, B OTCYTCTBHE pealbHOIO 00pas-
a, T. €. MPU U3MEPEHUH OJIAHKOB,

M, =N, /(S x f xa), 3)

rne M, — »KBUBajJeHTHas Mmacca B OmaHke; N, —
YHUCJIO UMITYJILCOB ITPH U3MEPEHHUH OJIaHKa.

B N, mpucyTcTByeT BKJIaJ MHOTUX UCTOYHUKOB 3a-
TpsI3BHEHUH COTJIaCHO cxeMe puc. 1:
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Nb:SXfX((lXC[“‘Cl“‘
+(C+Cr +Culf)/ Yar). 4

Jlerko mosy4uTh:

M/,=C,-+C1/a+C2/(a XYch)+
+Cr + Cu/f)/(a xY). (5)

Bce xoa¢pduunents B nannot popmyne — f, a, Y, —
MEHBIIIE eTUHUIBL. [103TOMYy OTHOCHUTEIHHBIA BKIIAL
3arps;3HEHUI BO3pacTaeT Mo Xoay oT craawu I k cra-
muu V (TIpy COM3MEPUMBIX 3HAUEHUSIX 3arpsa3HEHUN
or C; x C,). MHHAMaTbHO-BO3MOKHOEC 3HAYCHHC
OnaHka, a 3Ha4YMT, U TpeAesa OOHapyKeHUs paKTHye-
CKH OIpEIeIIsIeTCs MPUOOPHBIMHA CTAIUSAMU aHaIH3a,
T. €. Macc-CIeKTpoMeTpuueckuM OnankoM. OH mpen-
CTaBJICH YETBEPTHIM WICHOM B MPaBON YacTH BhIpa-
xenus (5), conepxkamum Cy u G, .

IIpumMepsl pe3yibpTaToB, MONYYaeMBIX Ha CTaIUH
VII, npeacrasnensl Ha puc. 2. [lokazansl ABa crek-
Tpa, KOTOpPbIE TIOJYUYEHBI 110 paccMaTpUBaEeMOil cxeme
aHalm3a B Pa3HBIX YCIOBHUSAX, OTMEUYCHBI HICHTU(DU-
uupoBaHHble MUKKA u3otonoB U u Pu. BepTukanbhsie
IYHKTHPHBIC JIMHAW COOTBETCTBYIOT 'MPaBUILHBIM"
TTOJIO’KEHUSIM IIEHTPOB MTUKOB aKTHHH/IOB TIPH TAHHOK

HACTPOWMKEe MarHWTHOTO IO aHanu3aTopa. [luku ¢o-
Ha OOBIYHO 3aMETHO CMEIIEeHBI (Ha 2—3 KaHaja JeTeK-
TOpA).

CriexTp, W300paKEHHBIN ¢ TEMHBIM 3aIllOJTHCHHEM,
ABNISIETCSI  CHEKTPOM  Macc-CHeKTPOMETPHUIECKOTO
OyraHka (M3MEpEeHHs TepBOTO THMA OT cTtaanu V). Pe-
TUCTpaus OCYIIECTBISUIACH M0 METOY ITOJTHOTO BBI-
TOpaHus MPU U3MEHEHWH TeMIIepaTyphl HCIapuTenei
ot 800 °C g0 1800 °C BIIIOTH 1O CHIKEHUS CKOPOCTH
cueTa MMITyJIbCOB B CIIEKTPAIbHOM muke - U 10 Be-
JMYUHBI, COOTBETCTBYIOIIEH OCTaTOYHOMY (OHY OTO-
JOKEHHOTO OJioka JIeHT. Takum o0pa3oM, JTaHHBIH
CHEKTp KOJMYECTBEHHO ITOJIHOCTBIO OTOOpaXkaeT co-
CTaB MacC-CIIEKTPOMETPHUUIECKOTO OjaHKa B 00JacTH
Macc aKTHHHIOB. PAMOM ¢ KaXZbIM THKOM 3TOTO
CIEKTpa TMOKa3aHO MOJHOE YHCIO0 WMITYJIBCOB, HAKOII-
JIGHHOE B JJAHHOM IHKE 3a BpeMs u3mepeHui. JIpyroi
CHEKTp Ha pHC. 2 TIOKa3aH YaCTUYHO — TOJBKO B 00-
JacTH HM30TOINOB IUTYTOHHA. DTO CyMMa JBYX Macc-
CTIEKTPOB ATHKBOTHI MCXOJIHOTO PacTBOPA C BHECCH-
HOU MeTkoil “*“Pu B xonuuectBe M = 2.2 nr. [lmyTo-
HAW OBUT OOHApy>KeH TOJBKO B JABYX IIOCJICIOBa-
TEJBHO  3aPETHCTPUPOBAHHBIX  CIIEKTPaX, W CyMMap-
HO€ YMCJIO HMMIYJbCOB B muKax = Pu, " Puu “"Pu
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Puc. 2. Crektp Macc-CIieKTpoMeTprUIecKoro OiaHka (c TeMI%%ﬁ 3aJIMBKOW), COBMEIIEHHBIN CO CIIEKTPOM
ANUKBOTHI OJIaHKa MPOOOTIOATOTOBKM C BHECEHHOW METKOH ~  Pu (cmekTp Oe3 3aimBKH B 00JacTH Macc

TUTy TOHUS)
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coctaBmio npubmmuTensHo 2.1 x10*, 170 u 60 coot-
BETCTBEHHO. llenpi0 JaHHOTO SKCIEepUMEHTa SIBIIA-
JIOCH OmpefescHue T. H. "0aHKa MpoOOmOAroTOBKH"
O TUTYTOHHUIO, OH OTHOCHUTCSI KO BTOPOMY THUILy H3Me-
penuii ¢ Hauajgom Ha ctraauu 1. [{ns medenoro pac-
TBOpa B JAHHOM 3KcriepuMenTe [~ 1/12, a = 1/3.

OTH JaHHBIE TO3BOJISIOT CAENATh OLCHKU OJaHKa
MpoOOMOATOTOBKH M MAacC-CIEKTPOMETPUIECKOTO
6nanka. [Tockonbky M30TOITHOE OTHOUICHNE B CIIEKTpe
61anka mpoboroarotoku > 2Pu / (**Pu + **°Pu) = 90,
TO 00Iee KOIWYECTBO IUTYTOHHS (TIOMHUMO MeTKH)
B aJIMKBOTE NpuOIM3nuTensHO 24 ¢r, a B mepecyere Ha
BeCh MCXOJHBIN pacTBOp (M oOpazer Ha craauu 1) 00-
iee KoJaudecTBo myTonus 24 / a = 70-75 ¢r. UyBcr-
BUTENBHOCTh COCTABHIIA OKOJIO S=(21000/f)/22=
~ 1.1 x10° umm/mr.

[lpunumas BenmnuuHy ¢(OHa B CIEKTpe Macc-
CIEKTpOMeTpUIecKoro Oianka B mpenenax 10—15 um-
MyJIbCOB HA MK CTEKTPA, TMOJyYaeM, UT0 COOTHOIIe-
HME KonuduecTBa iyToHus - Pu + **Pu B macc-
CIIEKTPOMETPHUYECKOM OaHKe U OJaHKe MpoOONoAro-
TOBKM Haxoautcs B mpenenax (10 ... 20) / 230. Ilo-
CKOJIbKY B OOOMX 3THX H3MEPEHHSX HCIOIb30BaHBI
OJIMHAKOBBIE O0BbEMBl KOHEYHBIX PACTBOPOB U BEIH-
quHbl C; OJMHAKOBBI, MOXHO CJIEIaTh BBIBOJ, YTO
BKJIAJ HpI/I60pHI>IX CTa,I[I/II/I V...VII B Benuuuny OnaH-
Ka mryToHus 1o ~ Pu + **°Pu He mpeBbimaer 5-10 %.

OneHuM MacmTad MUHMMAQJIBHBIX 3HAYEHUH IIpe-
nena OOHApYXEHUS IUTYyTOHHS Ha OCHOBAaHHM IIOJTY-
YEHHBIX JKCHEPHUMEHTAIbHBIX AaHHBIX. [ BbIsBIIC-
HUS IMKOB B Macc-CIIEKTPax TaKOro BHIA, KaK IOKa-
3aHO Ha puc. 2, HeoOxoaumo HabpaTh 10-20 umITyB-
COB Ha MWK (32 BhYeTOM (pOHA) TIPU OTHOIICHUHU
vk / (o He MeHee 2 [7]. B aTux ycrnoBusix BO3MOX-
Ha U HOCHTU(HUKALUU TOJIOXKEHUS CIIEKTPaIbHOTO
nuka. B3ss 3HAUCHUE UYBCTBHTENLHOCTH MO TUTyTO-
mmo 1.1 x10° umn/nr, nonmydaem, 4To Npu HauGoiee
6JIaFOHpI/I$ITHI>IX YCIIOBUSAX HpOBEIeHUs aHanu3a (f =
~l,a=1)BoO Pame MOXKHO OOHapyKUTh an6nH3H—
tenbro 0.2 ¢r 2°Pu. Ipu anamuse 1o Gosee peaabHoit
cxeMme mpezaen OOHAapyKEeHUs IUTYyTOHHsS, O KOTOPOM
Moria Obl MATH Pedb NPU OTCYTCTBHU 3arps3HEHUS
nepea NpUOOPHBIMM CTaAUSIMH aHANN3a, COCTABISET
1 ¢r, a Mo KOHLEHTPaUU B MCXOAHOM PacTBOpe —
nopsiaka 1 ¢r/mir.

Hamuune B Macc-crieKTpOMETpPUYECKOM ONaHKe
33METHO BBIDAKCHHBIX CNCKTPATBHBIX THKOB *Pu
w/uu ***Pu (u30TOMOB, MHOTOKpATHO HCIONb3YeMbIX
KaK METKH) MOXKET OOBSCHAThCA "HaMAThIO" HCTOY-
HUKAa MOHOB, T. K. PETUCTpauysi MPOUCXOIUT BIUIOTH
JI0 OTHOCUTENFHO BBICOKHX TEMIIEpaTyp Hakaja Mcra-
puTeNneit AT MOJHOTO HAKOIUICHHSI CIICKTPa YPaHOBOM
¢paxmun. [Ipu 3TOM U3-3a Mporpesa JPyrux 3JIeMeH-
TOB UCTOYHHMKA MOHOB CHJIbHEE IPOSIBISIOTCS KOMIIO-
HEHTHl CIEKTpa, HE CBS3aHHBIC C WCIIAPUTEISMHU.
@dopManbHBIN yYeT BCEX HAKOIUICHHBIX B 3THUX YCIO-
BUSIX HMMIYJbCOB NPUBOJAUT K OLEHKE MNPEACIBbHBIX
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61aHKoB 1o m3otonam Pu u “*Pu mopsizka 1 dr,
OJTHAKO 3TO — TMECCHUMHUCTHYECKasl OIEHKA, TTOCKOJIb-
Ky TIpH OOBIYHBIX pabOUYMX TEMIIepaTypax perucTpa-
UM TUTyTOHHA B MPo0Oe, HAHECEHHON Ha MCIIapUTEIH,
Takue YPPEeKTH "maMATH" OTCYTCTBYIOT.

AHaNOTHYHBIM 00pa3oM MOXKHO MPOBECTH OLEHKH
JUIA ypaHa, NPUHSB, HANPHMEp, CPelHEe 3HauCHHe
qyBCTBUTEIBHOCTH 1O ypany S =~ 4x10* umn/mr.
B macc-criektpoMerpuieckux OJaHKax OOBIYHO HaKa-
TUIMBACTCS B CPESHEM 20 THICSIY UMITYJIBCOB OCHOBHO-
ro u3otoma ypaua U (cMm., Harpumep, puc. 2). To-
roa ONMaHK B TepecueTe Ha HMCXOIHBIN o0paser co-
CTaBJII€T TOpsAKA EIUHUI] MHKOIpaMM IO U
U CIUHUAIBI—JIECITKA (PEMTOTrpaMM IO MIIAJIIUM H30-
tormam. CpaBHeHHE ¢ OJ1aHKaMH POOOTIOATOTOBKH (0T
craguu 1) Tak ke, Kak U A7 IUTyTOHUS, TIOKA3bIBACT
BKJIaJl Macc-CIIEKTPOMETPUUECKOro OyiaHka He Ooiee
5 %. B oTnu4ne OT IUTyTOHUS, KOTOPBIN MPAKTHYECKH
He OOHAapy’>KUBAETCs] B MCIIOJIb3yEMbIX HAMH PEaKTH-
BaX, Macc-CIIEKTPOMETPHUECKHH ONaHK ypaHa MOXET
coziepKaTh 3aMeTHbIH BKiaa Cr, 00yCIIOBICHHbINH Ha-
JWYMEM CJIEe0B ypaHa B KOHEYHOM PACTBOPE a30THOU
KHUCIIOTHI (cTamus V).

B mo0oM cinyyae npu MpoBeACHHHM aHAIHM30B pe-
aNbHBIX OOpPa3lOB O BO3MOXKHOCTH OOHapY>KEHUS
JJIEMEHTOB MOXXHO T'OBOPHUTH TOJIBKO Ha OCHOBAHUH
CTaTHCTHYECKUX OLCHOK aHcaMOied peanm3anuii
OJIaHKOB TIPOOOTIOATOTOBKY [7], M3MEPEHHBIX B COOT-
BETCTBUU C PACCMOTPEHHOM cxemol aHanuza. [Ipen-
CTaBJICHHE O MacIlTabe BEeJIWYMH JaeT puc. 3, Ha KOTO-
POM coOpaHBl Pe3yJIbTaThl ONPEACICHUH OJIaHKOB TPO-
OOIOATOTOBKHM, MPOBOAMBINIKXCS B TeueHue 2001-—
2002 rr. Ilo ocu opauHaT OTIIOKEHA Macca KOMIIOHEH-
Ta, MPUYEM JUTS TUTyTOHHUS OHA BBIpasKeHA B IUKOTPaM-
Max, a Iyl ypaHa — B HaHorpammax. Vmerommecs
9KCTIEPUMEHTAJIbHBIE JaHHBIC N0 OJaHKaM ISl TUTYTO-
HUS B CPETHEM COOTBCTCTB;’IOT 50-60 ¢r B nepecuere
Ha obpasery, a s ypaHa ( — oxono 0.2 Hr.

3AK/IIOYEHHUE

YpoBeHb aHAIMTHYECKMX BO3MOXHOCTEH pac-
CMaTPUBAaEMOI'0 METOJIa, PEaNN30BaHHBIA B HACTOS-
mee Bpemst B UAHII PAH u PagueBom uncTHUTYTE
uMm. B.I'. XionuHa, B 1I€JIOM COOTBETCTBYET HU3BECT-
HBIM COBPEMEHHBIM [OCTIDKEHHAM. MMeroTcs myTH
HEKOTOPOTO YIYYIIEHHUS XapaKTepUCTHK. MOXKHO
OKHIaTh, B YaCTHOCTH, MOBBIILIEHUSI YyBCTBUTEIBHO-
cti B 2-3 pasa 3a cueT MOJU(HUKALUN KOHCTPYKIIHN
U PEeXKUMOB PabOTHI MaccC-CIIEKTPOMETpa U AETEKTOpa
noHoB. [IpuBeneHHBIC 3/1eCh NAaHHBIC ITOKA3bIBAIOT,
YTO WMEETCS ONpeJelieHHBIH pe3epB CHUKEHUS
npenenoB oOHAapy>KeHHsT B HECKOJIBKO pa3 BIUIOTH
0 YPOBHEW, ONM3KMX K 3HAYCHUSAM MPHOOPHBIX
ONaHKOB. DTOTO MOXKHO JOCTHTHYTH IyTEM HCIIOJb-
30BaHUs, HallpEMeEp, OoJiee YHCTBIX PEaKTHBOB.
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Puc. 3. PezynpraTel onpeaenenns 61ankoB mpobomnoarorosku st U u Pu.
Brnanku U (cBetibie KpyKKH) TaHBI B HAHOTpaMMax, OJaHKH Pu (TeMHBIe KpY>KKH) JaHbI B MAKOTPaMMax.
V3amepeHHs IpOH3Be/ICHBI C UCTIONB30BaHUEM METO/Ia H30TOITHOTO pa3baBiIeH s

ABTOpBI BBIpaKaroT OnaromapHocte B.M. Anekcan-
apyky, B.Jl. Jomkuny, E.B. IleBioBoii, M.B. Ilenpkuny
u M.B. PppKuMHCKOMY 3a TOJNe3HBIE OOCYKIEHUS
Y TIOMOILb.
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SENSITIVITY AND DETECTION LIMITS
IN MASS SPECTROMETRIC ANALYSIS
OF ULTRA-SMALL SAMPLES OF URANIUM AND PLUTONIUM

I. V. Chubinski-Nadezhdin, Yu. V. Kulikov, A. G. Kameneyv,
T. P. Makarova*, A. V. Stepanov*

Institute for Analytical Instrumentation RAS, Saint-Petersburg
*V.G. Khlopin Radium Institute, Saint-Petersburg

The run of isotopic analysis by TIMS and basic characteristics of its algorithm are presented. The sensitivity
and detection limits of U and Pu are discussed. Numerical estimations are given considering experimental data.
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