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BBenenue
AKTya.]'[]:HOCTL HCCJICJ0BAaHUSA

Bo3zaymHas cpena, 0AMH U3 KIIFOYEBBIX KOMIIOHEHTOB CPEbl OOMTAHUS YEJIOBEKA, COAECPIKUT
MHUKpPOUYACTHIIbl PA3JIM4YHOIO COCTaBa M IpoucxoxzaeHus. CocTaB M pa3Mep 4YacTULl 3HAYUTEIbHO
BapbUPYIOT B 3aBUCUMOCTH OT PETMOHA U TUIIA BO3AYILIHOM CpeJibl: FOPOJICKas, CENbCKas, Cpea KHUIIbIX,
OOIIECTBEHHBIX M IPOU3BOJACTBEHHBIX IOMEUIEHUH. MMKpOUacTHLbl HMMEIT, B TOM 4HUCIE, U
pecriupabenbHblid pa3Mep, U M03TOMY MOTYT BO3AEHCTBOBATh HA OPraHU3M HE TOJIBKO M3BHE, HO U
U3HYTPH, B pe3y/IbTaTe MHTASIIUOHHOT O nonaaanus. Oco0ylo 0MacHOCTb AJIs YeJI0BEKa IPEACTaBISIOT
paZlOaKTUBHBIE MUKPOUYACTHUIIBI — «TOPSYME» YACTHIBI (aryioMepaluy paguoOHYKIMIOB, CO3JAaroIIne
HEpaBHOMEPHOE pacIpe/leIeHue aKTUBHOCTH, IpPEBbIIIAtOIIel (OHOBbIE 3HAYEHHUs), MOCKOJIBKY HMX
BO3/ICHCTBUE HA OPraHU3M MMEET HE TOJIbKO MEXaHUYECKYI0 M XUMHUYECKYIO IIPUPOAY, HO U IPUBOIUT

K BHYTPEHHEMY O0JIyUYEHHUIO JIETKUX U IPYTrUX OPraHOB U TKAHEW YeJIOBEKa.

VIcTOYHMKAaMU MOCTYIUICHUS] YPAHOBBIX «TOPSAYMX» YACTHUI] B OKPY’KAIOIIYIO CpEy SBISUIUCH
aBapuy M WITaTHAs paboTa MpeIIpUiTU SJIEPHOTO TOIIMBHOIO IIUKJIA, SIIEPHbIE UCIIBITAHUS U aBapuu
HOCHTEJNEH SIEPHOTO OPYXKHs, a TAKXKE UCIOIb30BaHNE OOCTHEHHOTO ypaHa B KauecTBE OOETPUIIAcOB.
[Toraganue «ropsiaux» 4acTHUI] B OKPYKAIOIIYIO CpeAy IMPOUCXOJUT cpa3y Mocie uX 00pa30BaHUs WU

I[IpU MOCJICAYIOIIUX IMOXKapax U BETPOBOM PA3HOCE 3aIrpsA3HCHHBIX ITOYB.

YacTunpl pacpoCTpaHAIOTCS adpaIbHBIM IIyTEM Ha pa3jIMYHbIE PACCTOSHUA W IONAJAIOT B
ITOBEPXHOCTHYIO THAPOCETH, IOUBY U PacCTeHUs. B pe3ynbpTaTe pacTBOPEHHUS U Pa3pyLICHUS «TOPSIHX)»
YaCTULl PAJUOHYKIIH/IbI, 3aKJIFOUEHHBIE B HUX (IIPOAYKTHI J€JICHUS ypaHa U IITyTOHMS U TPAHCYpPaHOBbIE
3JIEMEHTBI), IEPEXOJAT B OnooCcTynHble (opMbl. BHYTph uenoBedyeckoro opraHn3Ma 4acTHUIbI MOTYT
IIPOHUKATH MPU JbIXaHUU WU B pe3ysbTaTe NOTPEOICHUS MUILIM U BOJBI, 3aTPA3HEHHBIX «TOPSTYUMU
yactuamu. ClieyeT OTMETHTb, YTO COCTaBbl BHYTPEHHMX JKUIKOCTEH OpraHu3Ma M >KUIKOCTEH
OKpY’Kalolled cpenbl pa3inyaroTcs, M B KaXIAOH cpele IMOBEIEHUE «TOpsuuX» 4YacTull OyneT
oTanyaThes. [l ycTaHOBIIEHUS BAMSHUS COCTaBa Cpe/l Ha OBEJICHUE YaCTULl HEOOXOAUMbI MOJIETIbHBIE
AKCIIEPUMEHTHI CO CTATUCTHMUECKH 3HaYMMOW BBIOOPKOMN YaCTHUI] ONPEEICHHOIO COCTaBa U CBOMCTB B

KOHTPOJINPYEMBIX YCIOBHUSX.

Ilon «moBeneHHeM B pealbHbIX OOBEKTaX M MOJENBHBIX CpeAax» B JaHHOW pabote
MoJIpa3yMeBaeTcs pacTBOpPEHHE U TpaHChOpMalusl YpaH-OKCUAHBIX YAacTUIl B PA3IMYHBIX pacTBOpax
OHMOJOTNYECKOro 3HAYCHUSI M OKPYXKAIOIIeH Cpe/bl, pACTBOPEHHUE U pa3pyIlIeHNe YaCTHI] B 3aBUCUIMOCTHU
OT MX MCXOHBIX IApaMETPOB: BHITOPAHUS TOIIUBA U CTEIIEHNU OKUCIICHUS YPaHa, a TaKKe 0COOEHHOCTH
pacripesie/ieHUs] aKTUBHOCTU B PaJIMOAKTHBHO-3arpsI3HEHHBIX OOBEKTaX Ha Pa3sHOM PACCTOSIHUU OT

HNCTOYHHKA 3arpA3HCHUA.
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Haubonee mIoTHOMY BBIMAICHUIO YPaH-OKCUIHBIX «TOPSYHUX» YACTHUI] OIBEPTIUCH 00IaCTH,
MOCTpajJiaBIIue B pe3yibTaTe aBapun Ha UepHoObuibckoir ADC (1986 r.). Ilponsomenmuii B3psIB U
pa3pylIeHHe YeTBEPTOro SHEPreTHIECKOro OJ10Ka, BKIIIOYask €ro aKTUBHYIO 30HY, IPUBEIU K BBIOPOCY B
OKPY’KAIOIIYI0 Cpely 3HAUMTEIbHOIO KOJUYECTBA TOIUIMBHBIX «TOPSIYMX» YACTUIl — MEXAHUYECKHU
00pa3oBaBIIMXCSI MUKPOUYACTHUIl YPaH-OKCUAHOTO ToIiMBa. HecMoTpst HA TO, 4TO aBapusi MpOU30IILIa
noutu 40 neT Ha3aa, KOHTPOJIb U MPOTHO3 MOBEICHUS TOIUTUBHBIX «TOPSIUYMX» YaCTULl Y4EPHOOBUTECKOTO
MIPOUCXOXKICHUS MO-TIPEKHEMY SIBJISIOTCS aKTyaJIbHBIMH M3-32 BETPOBOI'O U MEXAaHMUYECKOIo pa3zHoca
3arpsi3HEHHBIX MOYB, a TAK)KE BBUJY IMEPCIEKTUB BO3BPAILICHUS 3arpsA3HEHHBIX TEPPUTOPUIN B 001aCTh

XO3SIUCTBEHHOU JIEATEIHLHOCTH.

«[opsturie» YacTHIIBl SIBISIOTCS YHHKAIbHBIMH OOBEKTaMH, MpPU HCCIEAOBAHUU KOTOPBIX
MO’KHO IOJIYYUTh MH(POpPMAIMIO O CLIEHapUM aBapuH, NOBEJECHUU YACTHUI] B PA3JIMYHBIX Cpelax u
clenaTh MPOTHO3 OTHOCUTENIBHO JajbHEMILEro paspylIeHHs U PACTBOPEHMS «TOPSIUMX» YacTUIl B
pa3iauuHbIX ycinoBuUAX. Jlisg 3TOro HEoOXoAMM KOMIUIEKC ITUGPAKIMOHHBIX (PEHTTEHOBCKas H
HEUTpOHHAs AUQPPAKIMSI) U CICKTPOMETPUUYECKUX (CHMEKTPOCKOIHUS PEHTTEHOBCKOTO IMOJIOKEHHUS,
CHEKTPOCKONUS KOMOMHAIIMOHHOTO pAacCEesiHUsl, Macc-CIIEKTPOMETPHsS) METOAOB XapaKTepu3aluu
MUKpPOYACTHL], TPUMEHUMBII Kak JJIs LeJe pasinodKOoJ0Tuu, Tak U JUIs A1epHONM KPUMHUHAIUCTUKU U
T03UMETpUU. Takol KOMIUIEKC MOXKET ObITh B MEPCHEKTHUBE HCIOIb30BaH JI OLEHKH BO3ACHCTBUS
«TOpSYNX» YacTUIl pa3pabaThiBaeMbIX B HACTOSIEE BPEMsI HOBBIX BHUJOB TOIUIMBA HA YEIOBEUECKHIA

OpPraHu3M U OKPYKAIOLIYIO CPELy.
ean u 3a5a4n uccae10BaHUA

Heabio paboThl siBNsieTCS pa3pabOTKa KOMIUIEKCHOTO MOJAX0Aa K YCTaHOBJIEHUIO BaJIEHTHOTO
COCTOSTHUSI, U30TOIHOTO COCTaBa M (DOPM HaXOKJIEHUS YpaHa B YPAHOBBIX OKCHUIHBIX «TOPSYNX» YACTHII

IIpU pa3JINYHBIX YCJIOBUAX UX O6pa3OBaHI/I}I " CPECABbI HAXOXKICHUS.
I[J'ISI JOCTHIXCHHUA IIOCTaBJICHHOM I1CIIN pemajIrucCh CICAYIOIHUE 3aJaYu.

1. Cunres cepun okcunoB ypaHa (UO2+x, UsOg, U30g, a-UO3), IMUTHPYIOLIMX ypaHOBBIC
TOTIJTMBHBIE «TOPSYHME) YaCTHIIBI. XapaKTePH3aIHs MMOTyYeHHBIX OKCHIOB METOJITAMH PEHTTCHOBCKOU 1
HEWTPOHHOW JM(paKIKU, CHEKTPOCKONUM KoMOuHanmoHHoro paccesHus (KP), okxonokpaesoii
crpyktypsl (XANES) u mpotsokenHol TOHKOH cTpykTyphl (EXAFS) criekTpoB peHTTeHOBCKOTO
MOTJIOIEHHUSL.

2.  YcTaHOBJIEGHHE CTPYKTYPHBIX TpaHCQOpPMAIUK CHHTE3MPOBAHHBIX YACTHI[ OKCHIOB

ypaHa B pacTBOpax-uMHUTATOPaX JOXKIACBOM BOJBI M )KHIKOCTEH OpraHn3Ma 4esioBeKa.
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3.  Pa3paboTka METOIMYECKOTro MOAX0/a K OLEHKE pacrpeaencHus GopM paarnoHyKIUIOB B
npo0ax paJroaKTUBHO 3arpsi3HEHHBIX 00BEKTOB: paguorpapuueckoe onpeaesieHue 101 aKTUBHOCTH,
3aKIII0YEHHOM B «ropsunx» yactunax (HPs— «hot» particles fraction).

4. BeigeneHue ¥ JUATHOCTHKA OTHCNIBHBIX «TOPSYUX)» YACTHUI] HEpa3pylIaronMu
METOJJaMH, B TOM 4YHCIE MeToaamu crekrpockornuu KP, oKkolloKkpaeBoW CTPYKTYphI CIIEKTPOB
pentreHoBckoro noriomennus XANES, criekTpockomnuu ¢ BEICOKUM pazpenienueM 1o sueprun HERFD
XANES, pacTpoBoil 3J€KTPOHHOM MHMKPOCKOIHMH, PEHTIEHOCIEKTPAJIbHOIO MHUKpPOAHAJIM3a U Macc-
criektpomeTpuu BTOpuuHbIX HOHOB (MCBU) nns onpeneneHuss 3aKOHOMEPHOCTEH MOBEACHUS

«TOPSTYMX» YACTHUI] B OKPYKAIOIIEH Cpe/ie B 3aBUCUMOCTH OT YCIIOBUH MX 00pa3oBaHUS.
Hayuynasi HoBU3HA

BriepBbie pa3paboTaH METOJMYECKUI MOJIXOJA K pagrorpapuuecKoMy ONPEACICHHIO O0JH
akTuBHOCTH (HPfr), 3aKJIIOYEHHON B «TOPSYMX» YaCTHIAX, B MPHUPOIHON TEXHOTCHHO 3arps3HEHHON
npobe. DTOT mapamMeTp IO3BOJUT OICHUTh BKJIAJ OCOO0OW KWHETHYECKH CTAOWIBHOW (OPMBI

HaXOXIACHUA PAJUOHYKIIUIAOB — «TOPAYUX>» YAaCTHUIL, B CYMMAPHYIO aKTUBHOCTb HpO6I)I.

BnepBHe OIIPECACIICHBI CTPYKTYPHBIC TpaHC(I)OpMaI_[I/II/I JacTull OKCHUIOB PA3HOBAJICHTHOI'O
YpaHa € pas3sjiIn4HbIMU CTCIICHAMU OKHCJIICHHA YpaHa B UMUTATOpaxX )KI/IIIKOCTGI;'I opraHu3ma 4C€JIOBCKa C
HCIIOJIb30BAHUEM HEpaspymiaromux METOA0B, OCHOBAHHBIX, B TOM YHUCJIC, Ha CHUHXPOTPOHHOM

H3JTyUYCHUMU.

Brnepseie ¢ ucnonb3oBanuem Merona HERFD XANES Obulo ycTaHOBIIEHO COOTHOILIEHUE
CTETNIEHEW OKHCIEHUS ypaHa B «TOpsiueil» 4acTHlle YepHOOBUILCKOTO MPOUCXOXKAeHUs. BrnepBbie amns
YEePHOOBIIBCKUX «TOPSYUX» YACTUI[ ObLT MCMoNb30BaH Komiuieke meromoB (MCBU, XANES, KP-
CHEKTPOCKOIUS, FaMMa-CIIEKTPOMETPUs) Uil ONpeesIeHUs] N30TOMHBIX OTHOLIECHUH ypaHa U CTENEeHU

OKHCIICHHS ypaHa.
IIpakTH4eckas 3HAYUMOCTH PadOThI

[TpakTrueckass 3HAYMMOCTh PAOOTHI 3aKIIOYAETCA B pa3pabOTKe METOAUYECKOTO MOJIX0Ja K
paarorpaduyeckoMy OMpENeICHHIO T0dM aKTHBHOCTH TpoObl (HPf), 3aKIIOUCHHOW B «rOPSUYHMX)
YacTUIIAaX, KOTOPBIA MOXKET ObUTh MPUMEHEH K JI0OOMY TEXHOT€HHO 3arpsi3HEHHOMY OOBEKTY. DTOT
METOJI, COBMECTHO C TaMMa-CIIEKTPOMETPHIECKHIM OIpeieIeHeM COOTHONIEH S aKTUBHOCTeH 2*Am n
137Cs, mo3BONMT OLEHMBATH TAaKME TApaMeTpPhl KaK 3armachl «TOPSYMX» YacTHI B MOYBaX 0e3
MpeABAPHUTEIILHON MPOOOMOATOTOBKA M JIUTENBHOTO aHanm3a. [IpoBenaeHHE TakWX HWCCIEAOBAHHM

MO3BOJIACT MMPAaBHUJIbHO OPIraHU30BaTh PCKYJIIbTHUBAIUIO 3al"p$I3HéHHLIX TeppHTOpHﬁ.
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HccnenoBanust TpaHchOpMallMd YPAaHOBBIX OKCHJIHBIX MHKPOYACTHI] B HMHTATOpax
AKHUJIKOCTEH OpraHu3Ma 4ej0BeKa MOTI'YT ObITh MCIIOJIb30BaHbI [ OLIEHKHU JI030BOI HAarpy3KH Ha JErkue
U OCTAJIbHbIE BHYTPCHHME OPraHbl 4ejaoBeKa. J[eTaapHOE M3y4eHHE IMOBEIEHUS «TOPSAYUX» YaCTHL] C
Pa3JIMYHBIM BaJICHTHBIM COCTOSIHUEM ypaHa MO3BOJSET MOJYYHTh MH(POPMAIUIO 00 MX BIMSHUU Ha
3710pOBBbE IPH BIBIXAHUM HJIM IPOIVIATBIBAHMM, & TAKXKE O IOBEICHUM PA3JIMYHBIX PaJUOHYKIINJOB,
COZIEPKalINXCA B «TOPSYUX» YACTHUIAX, B YCIOBUAX OKPYXKAIOIIEH CPEABbI U, CIEN0BATEIBHO, OLICHUTD

,I[OJ'IFOCpO‘IHBIfI PHUCK UL IIEpCOHAJIA, pa60Ta}01uero B 30HAaX paJWOaKTHUBHOI'O 3aIrpsA3HCHUA.

Kommnekc  Hepaspylmaromuyx METOAOB  XapaKTEepU3alUWMU  OTAEIbHBIX  MHKPOYACTHLL,
MPUMEHsIEMbIH B paboTe, MOKET ObITh MCIOJIB30BaH KakK JJIs IeJiel paAuoIKOJIOTUU, TaK U AJIS siAepHOU

KPUMHWHAJIUCTUKHU U JOSUMETPHUH.
HO.]IO)KEHI/IH, BbIHOCUMBIC HA 3alIMTY

1. B umwuraropax >KUIKOCTEH OpraHu3Ma 4yelloBeKa Haubosee BbIpaKEHHbIE CTPYKTYPHbBIE
n3MeHeHus Habmonatores B okcune UsOg ipy BO3IEHCTBUM HA HETO JIETOYHOHN JKUAKOCTH: MCXOIHAS
CTPYKTYpa TpaHcpopMUpyeTCs U 00pa3yeT Apyryro, 6ojee CTabMIbHYI0, HECTEXHOMETPHUECKYIO a3y,
U4Og.y.

2.  Pa3paboraHHBI METOAMYECKHHA TOIXOJ K HEpa3pylIalomEeMy OIPEACIICHUIO JIOIH
AKTUBHOCTH MPOOBI, 3aKIIFOYCHHOM B «ropsianx» yactunax, HPfr, ¢ ucrons3oBanneM merona nudpoBoit
panuorpaduu MpUMEHUM JJIs onpeieneHus (popM HaXOXKAECHUS PaIMOHYKIINIOB B OKpY’KaloLIel cpeie.

3. Mopdonornueckoe paszpylieHne YepHOOBUIBCKMX YPAHOBBIX OKCHJIHBIX «TOPSYUX»
YaCTHUI[ 3aBUCUT HE CTOJIBKO OT YCJIIOBHMI OKPY>KAOLIEN CPe/Ibl, CKOJIBKO OT CTEIIEHN OKUCIICHUS ypaHa B
HCXOJIHOM OKCHJE, B TO BpEMs KaK CTENEHb BBITOPaHUs TOIUIMBA HE OKa3bIBAET CYIIECTBEHHOTO

BIIMAHHA HA TpaHC(i)OpMaI_II/IIO qacCTull B Oprxca}omeﬁ cpeac.
MeToa0J10rusl M METOALI HCCJIETOBAHUS

B pabote ObLT MCMONB30BaH KOMIUIEKCHBIH METOMOJOTHUECKUN TOIXOJ K HCCIEIOBAHHIO
MOBEJICHUSI YpPAH-OKCUJHBIX YacTHUI[ B pPa3IMYHBIX CpeJaX, BKIIOYAIOMIUNA HKCIEPUMEHTAIbHOE
MOJICIMPOBAHUE TPOIIECCOB PACTBOPEHUSI YPAH-OKCUAHBIX YACTHI[ B MPUPOJIHBIX U OMOJOTHUYECKUX
JKUJKOCTSAX B CTPOTO KOHTPOJUPYEMBIX JIa0OPATOPHBIX YCIOBUAX C JETaIbHOM JMArHOCTHUKON
«TOpSYNX» YPaH-OKCUAHBIX YacTHIl, OTOOpPaHHBIX B OKpykaromied cpeme. Taxxke B pabore ObLT
UCIIONIb30BaH KOMIUIEKC WHCTPYMEHTAIBHBIX METOJIOB HCCleloBaHus: IudpoBas paauorpadus c
WCIIOIb30BaHWEeM THOKMX 3amacaromux tiactuH Imaging Plate, ramma-cmextpomerpus, Macc-
CIIEKTPOMETPHST BTOPUYHBIX HOHOB, PACTPOBas SJIEKTPOHHAS MUKPOCKOMHS ¢ PEHTTEHOCTIEKTPATbHBIM

MHKPOAHAJIN30M, CICKTPOCKOIINA KOM6I/IHaI_II/IOHHOI‘O paccedaHud, CICKTPOCKONUA PCHTICHOBCKOI'O
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noriomeHud ¢ HUCHOJb30BAHUEM CHHXPOTPOHHOI'0 H3JTYUYCHUS, PCHTTCHOBCKAA U HCﬁTpOHHaH

nudpakiys.
CooTBeTCTBHE NMACOPTY HAYYHOH CHIENUATBHOCTH

JHuccepranuonHas paboTa COOTBETCTBYET NACHOpTy crenuaibHocTH 1.4.13 — Paguoxumus mo
CJIEAYIOIMIMM 00JIacTsIM uccnenoBanuii. CoeJMHEeHUsT painOaKTUBHBIX 31eMeHToB. Cunrte3. CTpoeHue.
CgoiictBa. OrpezielieHHe PaJMOAKTUBHBIX 3JEMEHTOB U HM30TONOB. METOAbl PaguOXUMHUYECKOTO
aHanuza. ABtopaauorpadus. dopmbl CylIeCTBOBaHUS M MUTPALUU PAAUOHYKIHUIOB B HPUPOJIHBIX
cpenax. EcrecTBeHHbIE U TEXHOTCHHbIE PAAMOHYKINUBI B Onocdepe. OnpeneneHue painoHyKIUI0B B

00BbEKTaX OKPYKAIOIIEH CpeIbl.
CreneHb 10CTOBEPHOCTH

JlocToBEpHOCTH pe3yNbTaToB onpezensercs HCIIO0Ib30BaHUEM COBPEMEHHBIX
WHCTPYMEHTAJIIBHBIX ~ METOJOB M  TOATBEPXKIAETCS  BBICOKOW  CXOAMMOCTBIO  MMapajuIeIbHBIX

HUCCIIEIOBAHUMN.
JIMYHBIA BKJIaJ aBTOPA

ABTOpOM OBUI TPOBEIEH IpeIBAPUTENbHBIM KPUTHUECKUH 0030p JUTEepaTypbl MO TeMme
JUCCEPTAlMOHHON paboThl; MPOBEACH CHUHTE3 OKCUIOB ypaHa B PA3JIMYHBIX CTENEHAX OKHUCICHMUS,
IIpOBEJIEHa MOJArOTOBKAa HPHUPOJHBIX MPOO K paauorpauyeckoMy HUCCIEJOBAHUIO U JIOKAJIU3alus
«rOpsYMX» YacTHIL; IPOBEACHBI JKCIIEPUMEHTHI 110 BBIACPKUBAHUIO OKCHUIOB ypaHa B JKHIKOCTSX,
U3MEPEeHUsT €  HUCHOJb30BAHMEM  CHHXPOTPOHHBIX ~ METOAOB;  00pa0oTKa  MOJY4EHHBIX
CIICKTPOCKOIIMYCCKUX U I[I/I(l)paKIII/IOHHBIX AAHHBIX; AHAJIN3 «TOopAYHUX» YaCTHIl Ha OCHOBC JaHHBIX
MCBHU, POM ¢ PCMA wu apyrux CHEKTPOCKOIIMYECKUX METOJIOB HCCIEIOBaHUs; pa3padoTaH
METOAMYECKHI TOAXO0J K OINpPENEeNEeHUI0 JO0JIM AaKTUBHOCTU NPOOBI, 3aKIIOYEHHOM B «TOPIYUX»
YaCcTHIIaX; a TAK)KE IPOBE/IeHa OArOTOBKA MMyOIMKAIMiA, BHICTYIUICHHS HAa KOH(PEPEHIUAX ¢ JOKIIaiaMu

10 TeME JAUCCEePTALIMOHHON pabOThl U HaNMCaHUE IUCCEPTALIMOHHON PaOOTHI.
Anpo0anusi pe3yJibTaToB

PesynbTathl quiccepTallnOHHOM paOOTHI TIPEICTABICHBI B BHJIE YCTHBIX M CTEHIOBBIX JIOKJIAZI0B
Ha CIICIYIONIUX MEXKIYHApOIHBIX M BCEPOCCHUUCKMX HaydHbIX KoH(epeHmusx: «Current Trends in
Analytical Chemistry (CTAC-2023)» 2024 r. (Mymbau, Wnaus), MexayHapoaHslii ¢opym
npupoaonofo0HbIX  TexHonoruit: KypuaToBckuii  (GopyM CHHXPOTPOHHBIX U HEHUTPOHHBIX
uccaenoBannii (KypuatoB ®CHI-2023) 2023 1. (Mocksa, Poccus); «Goldschmidt» 2023 r. (onmnaiin);
«Pannobuonorus u sxonoruyeckas 0ezonacHocts» 2023, 2024 r. (I'omens, benapycp); «Pannoxumus»

2018, 2022 . (Canxt-Tletep6ypr, Poccus); «Nucleus» 2022 r. (Mocksa, Poccnst); «The 6™ international
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conference on Environmental Radioactivity "ENVIRA-2021"» 2021 r. (onmaiin); «Uranium Science
conference» 2021 r. (ommaiin); «50" Journees des Actinides» 2021 r. (omuaiin); XXII MeKkBY30BCKast
MoJlo/Ie’KHasl HayyHas mkona-koHpepenuus umenu b. C. Mmixanosa «KoHUEHTpUpPOBaHHBIE TOTOKU
SHEPrUM B KOCMUYECKOW TEXHMKE, AIEKTPOHUKE, 3Kojoruu u Meaunune» 2021 r. (Mocksa, Poccus);
XIX Bcepoccuiickast koH(pepeHIus: «AKTyaidbHble NpoOieMbl HeopraHmdeckod xumum» 2020 T.
(onmaiin); MexayHapoaHass Hay4dHass KOH(EPEHILHS CTYACHTOB, aCHHPAHTOB M MOJOIBIX YUEHBIX
«JTomonocoB» 2019, 2020, 2024 (MockBa, Poccust); «XXI MeHnaeneeBckuii che3q MO OOImEeH
npukaagHoit xumum» 2019 r. (Canxt-Tletepbypr, Pocens); «27" International Conference on Nuclear

Tracks and Radiation Measurements» 2017 r. (CtpacOypr, ®panmus).
[Myonuxkanmumn

OcCHOBHBIE MaTCpHaJbl pa6OTbI OTPa’XCHLBI 5 meyaTHBIX HY6J'II/IKaI_II/I$IX, B TOM YHCJIE B 4 CTaThAX

B )KypHalnax, uuaekcupyemeix Web of Science u Scopus.
CTpykTypa u 00beM padoThl

JHuccepraionHas paboTa u3jiokeHa Ha 129 cTpaHHMIaX NEYaTHOrO TEKCTa M COCTOUT U3
BBEJICHHUS, 0030pa JIMTEPaTyphl, SKCIIEPUMEHTATBLHON YacTH, OOCYXICHUS PE3yJbTaTOB, BHIBOJAOB U
CIHUCKa HUTHpyeMOH nutepaTypbl. CIIMCOK HUTHUPYEMON JUTEpPATyphl CONEPKUT 225 HaUMEHOBAHUM.

Pabora conepxut 16 Tabnui u 74 pucyHka.



10
1. O030p JuTEpPATYpPHI

1.1. ToniuBHBIE YPAHOBbI€ OKCUAHBIC «KTOPHAIHE» YACTHI LI

1.1.1. Kparkoe 06001eHH€e CBeIeHUI 0 TOIJIMBHBIX «TOPSIYMX» YACTHIIAX

BpICOKOpaMOaKTUBHBIE YaCTULIBI B I0YBAX, JOHHBIX 0CaJKaX, B3BEIICHHOM BEILIECTBE, B BUJIE
a’po30JIeH, WM, TaK Ha3bIBAEMbIC, «TOPSYUE» YACTUILIBI, IPEACTABIISAIOT 3HAYUTEIIbHBIA UHTEPEC IIPU
UCCJIEIOBAHUM MUIPALlMOHHOTO ITOBEICHUS PAJAMOHYKIUIOB B OKPYKAIOLIEW Cpele, a Takke IIpU
paccieoBaHUAX B O0JIACTH SAEPHOM KPUMHHAIMCTUKU. «l'opsuMe» 4acTUIBl — 3TO arjioMepaluu
PaMOHYKJINJIOB, CO3AI0IINE HEPABHOMEPHOE pacIpeesieHe aKTUBHOCTH, MpeBbIIaoneil (PoHOBbIE
3naueHust [1-3]. [Ipu HEKOTOPBIX CLEHAPHAX MOCTYILICHUS PAJHOHYKIHUIOB B OKPYXKAIOIIYIO CPEAy
«ropsYMe» YaCTULbl SBISAIOTCA BaXXHOM WJIM JaXe OCHOBHOM (OpMOH, B KOTOPOH MOIYT

IIPUCYTCTBOBATh IUIYTOHUH, YpaH, HIMPKOHUM U TPAHCYPAHOBBIC U TPAHCIUIYTOHUEBBIE DJIEMEHTHI.

3HAYUTENIbHBIM HMCTOYHUKOM TOCTYIUICHUSI YPAHOBBIX «TOPSIYMX» YACTHUI[ B OKPYKAIOUIYIO
cpely SIBISUIMCh aBapud C pa3pylICHHEM aKTUBHOW 30HBI aTOMHBIX peakTopoB [3]: aBapuu B
Yunackeine (1957 r.) Ha ogHoM u3 peakTopoB komiuiekca Cemtaduna u UepHOOBUIBCKON aBapuu
(1986 r.). Ilpu mratHOM paboTe MPEANPHATHH HA MHOTHMX 3Talax SACPHOTO TOIUIMBHOTO IIHKJIA
YPaHOBBIE «TOPSIUME» YACTHUIBI MOTYT MOMNAJaTh B OKpYyKawIyto cpeny: aoosya (T.H. TENORM) u
oOoraieHre ypaHa, IpOM3BOJCTBO TOIUIMBA, MepepaboTka U BPEMEHHOE XpaHEHUEe OTpaboTaBIIEro
sneproro TormmBa (Cemnadwin, Jyapent, Jla-Ar, [10 Mask). [TomMuMo NesSTEIBHOCTH MPEAPUSATHHA
SIEPHOTO TOTUIMBHOTO ITUKJIA, YPAHOBBIE «TOPSYUE» YACTHIIHI OBLUTH BBEIOPOMIECHBI B OKPYKAFOIIYIO
Cpely TMpU HUCHOIB30BaHUU OOETHEHHOTO ypaHa B KauecTBE OOEMPHUIIACOB BO BpeMsl BOWHBI B
IMepcunckom 3anuBe (1991 1.) U BoopykeHHBIX KOHPIUKTOB Ha bankanax (1999 r.) [4-7], a Takke B

pe3yibTare HUCIIBITaHUI AACPHOT'O OPYIKUs.

HGCMOTPSI Ha KHUHCTHUYCCKYIO CTa6I/IJ'[BHOCTI), «ropAYreC)» 4YaCTHULbI MOABCPKCHBI BJIWAHHUIO
MMPUPOAHBIX yCJ'IOBHﬁ. Otinune «ropAYruXx» 4aCcTull OT paBHOMECPHO paCIpPCACIICHHBIX PAAVUOHYKINI0B
COCTOHUT B TOM, YTO MUTpALUA PATUOHYKIINIO0OB, COACPIKAIIUXCA B HUX, [TPOTECKACT MCAJICHHEEC, U TOJIBKO
IIpU pa3pyUICHUHN U PACTBOPCHUU «TOPAINUX» YaCTHUL PAAUOHYKIIUABI, 3aKJIFOYCHHBIC B HUX, IICPEXOAAT

B OnojocTymnHbie popmsl [8].

Jlist demoBeka «ropsure» YacTHI[hI UMEIOT MOTEHIUAIbHYI0 OMAacHOCTh MPH TOMAJIaHUU B
OpPTaHW3M PECIUPATOPHO W MEPOPATLHO (pa3Mep «ropsUueii» 4acTUIlbl B okpyxatomiei cpeae ot 0,01

1o 100 MM, gare Bcero okono 1-10 mxm) [9,10].
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1.1.2. OcobenHocTH (pOPMHUPOBAHNUS «TOPSTUMX» YACTHI] IPU ABAPUH HA

YepuooObLibekoit AJDC

B pesynprate YepHOOBUIbCKOHM aBapuu, mnpowusomenmend 26 ampens 1986 roma, Obuia
MOJIHOCTBIO pa3pyllieHa aKTUBHAS 30Ha peakTopa 4eTBepToro sHeprodiaoka Uepnoodsuibekoit ADC. Dta
aBapusl CTaja camMOi OINAcCHOM M KPYMHOMAcIITaOHOHM paaualMoHHON aBapuel B ucropuu. YacTh
paIMOaKTUBHBIX MAaTEpUANIOB IONaja B cTpaTocdepy u obpaszoBasia riodaiabHbIE BhIMaaeHus. M3-3a
U3MEHEHHUS METEOPOJOTUYECKHX YCIOBUM U JECSATHIHEBHON MPOJOIDKUTEIILHOCTH aBapHITHOTO
paZMoaKkTUBHOTO BBIOpOca 0Opa3oBaliUCh  pa3HOHAIPABJICHHbIE MATHA 3arpsi3HeHus. Jlons
pPaIMOaKTUBHBIX MaTEpUAJIOB, BBIOPOIIEHHBIX B OKPYXKAIOIIYyI0 Cpely, 3aBHcena OT (OpPMBI
PaIMOHYKIIUIOB: Ta3bl BHIACISUIMCH U3 aKTUBHOW 30HBI PEAKTOPA MOJTHOCTBIO, JIETYUYHE KOMIIOHEHTHI —
B 3HAUYMTEIHHOW CTENEHHU, TOTJa KaK BBIOPOC TOIUIMBHOTO KOMIIOHEHTA, MO pe3yjibTaTaM aHaln3a
HEJICTYYUX PaJAuOHYKINI0B, cocTaBimsut 1,5% [11-13]. Ha nporsokenun nouru 40 jet mocie aBapuu
U3YYaINCh Pa3JInYHbIC acleKThl e¢ BO3/AeHCTBHs Ha udenoBeka [14] u okpyxkarornyio cpeay [15-19],
OIHUM W3 HauboJee paclpOCTPAaHEHHBIX HWCCIEAOBAaHUA OBLIO HCCIIEOBaHUE AaBApUITHOTO

pacnpocTpaHeHUs U JaibHEel e Murpanun paarnoakTuBHbix Cs u Sr [15,20-22].

Cpenu paznu4HbIX (OpPM aBApUIHBIX BBINAJCHUI B OKPYXKAIOILIYIO CPEy, BHIOPOIIEHHBIX B
BO3/yX WJIH MMOCTYMAIOUIUX C JIOKJIEM, 0c000€ BHUMaHHUE MPUBJICKIN YACTHUIIbI BHICOKOW aKTUBHOCTH —
«TOPSTYNEY YACTHUIIBI, ITUPOKO PACTIPOCTPAHUBIIHUECS B PAa3HBIX HANPABICHUSAX. B mMepBbIe TOABI IMOCIIEe
aBapuy HaWOOJBIIYIO J030BYI0 HArpy3Ky MPUBHOCHIM KOHJAeHcHpoBaHHbIe uacTuibl (CS, Ru). B
JaibHEeHIIeM TOIUTMBHBIE MUKPO- U cyomukpodactuibl U-(Zr)-O [23] u ux moiaroBpeMeHHas pojb B
OKpYXarollen cpene ctanu Oojiee 3HAYMMBIMU U CTalld U3y4aTbcs Ooliee BHUMAaTeNbHO. [IpoBonsrcs
pa3MyYHbIE HCCIICAOBAHUS PAaTUOAKTUBHBIX «TOPSYMX» YACTHIl. H3ydaeTcs ux pasmep [24,25] wu
pacrpeeneHue mo akTUBHOCTH [26—29], mpoBOIUTCS U3BJICUCHHUE «TOPSYUX)» YACTHI] U OMPEICIICHHE
ux Mopdonoruu [29,30], uccrenyercs cTeneHb OKUCACHUS ypaHa B dactuiax [31,32], kunetnka ux

pactBopenusi [33-35], ocobennoctu murparmu [36-38] u popmuposanue 103t [27,33,39].

YerBepThlii 3Hepreruueckuil 0ok YepHoObuibckoit ADC OTHOCWICA K peakTopaM Tulia
PBMK-1000 — peakTop OO0JBIION MOUTHOCTH KaHAJIBHBIN C 3asBJICHHOM MaKCHMAaJIBbHOW MOIIHOCTBIO
1000 MBT 1 nmapoBoAssHON OXJIaXkAArOIIEHd cMeCbl0. AKTUBHAs 30HA peakTopa cojaeprkalla TOIJIMBHBIE
COOpKH C TOIUTMBHBIMU 3JIEMEHTAMH, COCTOSIIIMMHU M3 TOIUIMBHBIX TaOJETOK B BHJIE CIIPECCOBAHHOIO

o/ 235 0
JMOKCHJIA YpaHa ¢ MajbIM oborameHueM ypaHa (okono 2% “*°U) B nupkanoeBoil TpyOke B KaHalax
BHYTpH rpadutoBoii knanku [23]. Jlnamerp akTHBHO# 30HBI cocTaBisut 11,8 MeTpa, BeicoTa 7 METPOB,
Macca ypaHa BHYTPH PEaKkTopa Ha MOMEHT aBapuu coctasisiia 190,2 Tonnsl. Bo Bpemst mratHON paboThl

PCaKTOpa B KaXXJAO0M TCIUIOBBLACIAIOMICM 3JICMCHTC (TBQHC) TEMIICpATypa MOKCT BAPbUPOBATHCA OO
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HECKOJIbKUX COTEH TpanycoB llembcus ot mepudepun K LEHTPY, npu 3ToM Ha nepudepun TBDJla

POMCXOIUT YacTU4Has Audy3ust MUpKaIos BHYTPh TOIUTMBHOM TabneTku [40-43].

Camas BakHasi XapaKTEepPUCTHKA SAEPHOrO TOIUIMBA B IPOLECCE €ro 3KCIUTyaTallud — 3TO
CTETEHb BBITOPAHUS TOIUIMBA. DJTa BEIMYMHA XapaKTEPU3yeT CTEMEHb SKCIUIyaTallud TOILIMBA W
Beipaxkaercsi B MBT- nenb/kr(U). CteneHb BRITOpaHUs TOIUIMBA MOKET IIPHHUMATH 3HaYeHus Bhime 100
MBT- nens/kr(U) u1st peakTopoB ¢ BHICOKUM oOoramieHneM ypana. B peakropax PBMK-1000 cambim
pacrpoCTpaHEHHbIM MakCUMyMoM Bbiropanusi ssisercs 20 MBt- gens/kr(U), a cpeanee 3HaueHue
BBITOpaHUs B peakTope yerBeproro sHeproooka YADC cocrasmsuio 10,9 MBt- nens/kr(U) Ha MOMEHT
aBapuu (puc. 1) [44]. B pe3ynbTare BRITOpaHUS TOILUIMBA KUCIOPOIHBIN MOTCHIIMA YBEIIMYMUBACTCS B
CBSI3U C BBIXOJIOM YpaHa M3 €ro IMOJAPEIIETKH B CTPYKType TUOKCHIA U 0O0pa3oBaHHEM CBOOOIHOTO
kucnopona [45]. IIpu BeIropaHUU TOIUIMBA I'a3bl — MPOIYKTHI JeJICHUs (M30TOMbI KCEHOHA U KPUIITOHA)
(GopMHpYIOT BHYTPU3EPEHHbIE Iy3bIpM B KEpPaMHUUYECKOH CTPYKType IUOKCHUIAHOTO TOILUIMBA U
Mex)3EpeHHbIC KaHabl Bbixojia ra3oB [46—48]. HauboJsiee n3y4eHHBIM SIBIICHHEM B MaTepPHATIOBEICHUN
ypaH-IUOKCHIHOTO TOTUTMBA SIBJSIETCSl TAaK HAa3bIBaeMasi CTPYKTYpa BBICOKOTO BBITOPAHUS BO BHEUTHEH
oOnactu TorMBHBIX TabseTok UO2, uTo He XapakTepHO i1 UepHOOBUIBCKOTO TOILIIMBA, HO XapaKTEpHO
Ui TorMBa ¢ BelropanueM Oosiee 60 MBT1/kr(U). Takas MUKpPOCTPYKTYypa sIBIS€TCS PE3ylIbTaTOM
pexpucram3ammu  kepamukn UQOz ¢ yMeHbIIEHHEM pa3Mmepa TOIUTMBHBIX 3epeH, 00pa3oBaHHEM
OTPaHEHHBIX TIOP BBICOKOW IUIOTHOCTH, YTO MOXET NPUBECTH K JIOKAIBHOW Jerpajanuu
TETIONMPOBOAHOCTH TOIUTUBHBIX TAOJETOK M yCHJICHHOMY HaOyxaHuio Torutua [49-51]. TloseneHue
yacTul] TOIMBa M3 YepHOOBUIbCKOM 30HBI OTUYXICHHMS pacCMaTpUBAeTCid Kak 3aBUCAIIEE OT
HCTOYHMKA, a PEaKTOPHBIE XapaKTEPUCTHKH YaCTHIl, B TOM YHCIIC BRITOpPAHUE TOIUIMBA, MOTYT BIIUATH

Ha CKOPOCTh UX pa3pyLIECHHUs.

800 |
13,7
BbiropaHue Tonamea
600 MBT-geHb/kr(U)
@)
Poa)
|_
o
=
o
=
>
7,0 54 3,5

Puc. 1. Pacnpeoenenue TBC no 3nauenusim 6vble0panus moniuea 8 4emeepmom dHep2emuieckom

oroxe YADC na momenm asapuu [52].
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B pesynbrare aBapuu, BBUIYy HEPAaBHOMEPHOTO HArpeBa U BHICOKOMHTEHCUBHBIX HEUTPOHHBIX
MIOTOKOB, TeMIIeparypa B JIOKAIILHOW 00JACTH peakTopa, COIIACHO HEKOTOPHIM OIIGHKaM, JIOCTHUTIIA
2300-2500 °C. DOro OBUIO YCTAaHOBJIEHO C HCIIOJIH30BAHUEM PA3JMYHBIX PAcCUYeTOB M JIOKAa3aHO
U3y4eHHEM TOIUIMBHBIX «ropsunx» dvactull [53-56]. B pesynbraTte QOCTHXKEHHS TeMIEpaTypbl
aBTeKTUKH 17151 cucTemMbl UQO2-ZF mpor301U10 JTOKAIBHOE PACIIIABICHHUE OTACTbHBIX YYaCTKOB aKTHBHOU

3onbI [40,42,43,57,58].

YepHOOBUIbCKHE TOIJIUBHBIE «TOPSYHE) YACTHUIIBI MOXKHO pa3/IeIUTh Ha JBE OOJIbIIUE MPYIIIIbL:
OKCHJbl ypaHa W OKCHUIbl YypaHa-UUPKOHUS. BHYTpM Kakaol TpyMIbl BBIAEISIOTCS OTAEIbHBIC
MNOATPYNINbBL: YaCTHIBl C I[MUPOKMM Jauana3oHoMm ortHomeHud U/Zr (puc. 2 A), dacTUIsI
crexuomerpuanoro UOz (puc. 2 b) u yactuuno oxucnennsie yactuiibl UO2+x (puc. 2 B) [59]. B pamkax
naHHou kiaccuduxanuu rpynmna yactull UO2+x BKIIOYaeT B ce0s OKCHJIHBIE YACTHIIbI, T/I€ CTEIEHb

OKHCJIEHUA ypaHa Bhiie +4, B ToMm ymcie, 1 UOs.

Puc.2. H306padxcenus uepHoObLIbCKUX «20PAYUXY 4ACMUY, NOJYYEHHble MemoOoM CKaHupyowel

anekmponnou muxpockonuu. Cocmag: A — ZrUxOy, B —UOz, B — UO2+x [34].

ITo JaHHBIM OHY6HI/IKOBaHHBIX paHee I/ICCHe)IOBaHI/Iﬁ, B MMOYBax CCBCPHOIO CJI€aa TOIJIMBHBIC
«rOpsIYMEy» YACTHIIBI 0OJIee OKHCIICHBI, 8 B 3aMaJHOM cjele OOHApY:KeHbI YaCTHIIBI JUOKCHIA ypaHa
[31]. D10 0OBsACHSIETCSI K3MEHEHHEM HAlpaBicHUs BeTpa. B mepBblii MOMEHT aBapHH OKUCIUTEIbHBIC
YCIOBUSL ~ OTCYTCTBOBQJIM,  IEPBOHAYAIbHO  OOpPA30BABIIMECS  HEOKUCIICHHBIE  YACTHUIIBI
pacipoCTpaHUIIUCh Ha 3amajl MpH JIBIKCHUH BO3AYIIHBIX Macc (puc. 3). [Ipu panbHeifmeM ropeHun
YCJIOBUSL BHYTPH pEaKTOpa CTalld OKUCIUTEIbHBIMH, BETEp HW3MCHWI HarmpaBieHue (puc. 3), u
BBICOKOTEMIICPATYPHO OKHCIIEHHBIC YaCTHIIBI OKAa3aIUuCh B ceBepHOM ciene [31]. B pabore [35] Ob10
MOKa3aHO, YTO «TOPSYHe» YaCTHI[Bl 3amagHoro ciema UepHOOBLIHLCKON aBapuu OKa3aauch Oolee
KHHETHYECKHU CTAOMIILHBIMU 110 CPABHEHHIO C YaCTHUI[AMHU CEBEPHOTO cliesia. Pa3zmep «ropsunx» 4acTHIL
YMCHBIIAJIICA C YBCIUMYCHUCM PACCTOSAHHA OT MECTAa aBapHWH, a TAKKC OH pas3IndajICia I 4aCTUIL

3amaiHoro U ceBepHoro cienos [60,61].
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[1] 26 anpens, 0000 [4] 29 anpens, 0000
[2] 27anpenn, 0000 [5] 20000
[3] 27anpenn. 1200 [6] 4man 1200

@ BAPWABA

POCCUNCKAA
QEAEPAUMA

—y—r—r—r—)

Puc. 3. Tpaexmopuu 0sudicenusi paduoakmuguvix asposoieti 6 ammocgepe nocie aeapuu Ha

Yeprobuvinvckoii ADC [62].

HccnenoBanus «ropsidux» 4YacTULl IMPOBOAATCS JUIsl pEIIeHUs psia NPUKIAJHBIX 3ajad,
BKJIFOYAs 3a7a4d JO3UMETPUU U PaaUO3KONOruu. «l['opsuney» 4acTULbl U3MEHSIOTCS M, B KOHEUHOM
UTOTE, pa3pyllalTcs B pe3yJibTaTe BBIBETPUBAHMS B OKpyXkarollen cpeae. B xoxe storo mpouecca
XOpOILO YAEPKUBABLIMECS PAAHMOHYKINU]BI BBICBOOOKIAIOTCS U3 ypaH-KUCIOPOJHOW MaTpHIIbI, YTO
IPUBOIUT K UX MHIpalMM 4Yepe3 IOYBY B pacTEHUs, )KMBOTHBIX M 4YejoBeka. M3yueHue Mukpo- u
HAHOYACTHI] OKCUOB ypaHa MO3BOJISIET MOJYYUTh HH(OPMALIKIO 00 UX BIUSHUN Ha OPTaHU3M YelIOBEKa
NPY MHTASIIHOHHOM WJIM [IEPOPaIbHOM IMONaJaHiK B opranu3M [63—68], a Takke 0 MUTPAIIHOHHOM
MOBEJICHUH PATHOHYKIIUIOB B YCIOBHUSIX OKpyKarorei cpeasl [7,20,35,69,70]. HauansHbie mapameTpbl
TOIIJIMBA B MOMEHT 00PA30BaHMUS «TOPIUNX» YACTHI] (COCTAB, CTENIEHb BEITOPAHHSI TOIUIMBA, ITOJIOKEHHUE
TBOJIa B cOopke) HampsMyrO BIUSIOT Ha MX IOBEACHUE B OKpYy)Karouleil cpene. IMeHHO mo3Tomy
MHTEHCUBHO HCCIENYIOTCS MapaMeTpbl, KOTOpPbIE BIUSAIOT Ha MOP(OJIOTMYECKYI0O U OKUCIUTEIBHYIO
JNCCTPYKIIUIO «TOpSYMX» YacTull ¢ TeueHneM Bpemenu [70,71]. Bomee moapoOGHO 3TOT BoOmpoc

paccmortpeH B rinase 1.2.3.

[TonnManue YCTOWYMBOCTH OKCHJIOB YpaHa, OCHOBHOTO MaTepuaia YepHOOBLUTLCKHUX
TOTUIMBHBIX YaCTHUIl, K Pa3pylICHUIO M PACTBOPEHHUIO B OMOIOTUYECKUX JKHUJIKOCTAX U KHUIKOCTIX
OKpYXKarolle cpenbl sIBIsIeTCS BaXKHOM 3amayeil s MPOTHO3UpOBaHUS 1030Boro sddexkra u
tokcuyHoCTH [33,65,72—76]. B 3THX HccnenoBaHusIX ObLIM PACCUYUTAHBI JI030BbIe KOADPHUIIUEHTHI 15
PAIMOHYKIIHJIOB, 3aKITIOYCHHBIX B UEPHOOBUILCKUX «TOPSYMX» YaCTHIIAX MPH OOJIYUEHUHU TIEpCOHAIA,
MOKAa3aHO, YTO OCHOBHAS J030Bast HATPy3Ka MPH MONAaHUN «TOPSTYMX) YACTHI] B OPTAaHU3M MPUXOJAUTCS
Ha JIBIXaTEIbHYI0 CHCTEMY, MPH 3TOM ypaH W3 WHTAIMPOBAHHBIX YACTHUI[ MMOMNAJaeT B KPOBEHOCHYIO

CUCTEMY B pe3yJIbTaTe OCaXJIeHUs B TITyOOKUX OTAeNaxX JETKUX.
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1.2. Oxcuasbl ypana

Oxkcuapl ypana, Takue kak UO2, UO3 u cMenraHHOBaJIGHTHBIE OKCHJIBI, 00JIaIaf0T Pa3IunIHbIMU
(GU3NIECKUMHU 1 XUMUYECKUMU CBOMCTBaMU, ST-3/1eKTPOHBI ypaHa ONpeACISiOT HX XUMUYCCKHI COCTaB
u cBolicTBa. Jlyis ypana B TBepoii (hase HanboIee ycToOWnBOI siBIsieTcst crerneHb okucienus +4 (UOy),

(V) 2+
B pacTBOpax ypaH HamboJiee YCTOHYMB B CTEIEHU OKHCJIeHHs +6 B (opme ypanmi-karnona (UO2").
Hecmotps Ha 3TO, B TBEepAoH ¢pa3e BO3MOXKHO IMOJYYUTh CTAOUIIbHBIE OKCUAHBIE (OPMBI ypaHa B

CTENEHSIX OKUCIIEHUA OT +4 10 +6, BKJIIOYasi CMEIIAHHOBAJICHTHBIE.
1.2.1. CuHTe3 H CTPYKTYPHbIE XapAKTEPUCTHKH OKCH/IOB YpaHa

Oxcun ypana (IV) umeer kyoudeckyro cTpykTypy dmroopura (puc. 4 A). Ilpu Temmnepartype
Boime 575 K OH MOXeT moriomars HW3MEpPUMbIe KOJMYECTBAa KHCIOpoAa € 0Opa3oBaHUEM
runepcrexuomeTpudHoil ¢azel UO2+x. C pocToM TemmepaTypsl MpeneibHbId COCTaB 3TOH (a3bl
yBemuuuBaetcs 10 UO225 mpu Temmeparype okoio 1400 K [77]. Okcumsl UO2+x 1 UO2 umerot
IPaHCIICHTPUPOBAHHYI0 KyOudeckyo crpykrypy [78]. daza UOzx (X<0,25) oOpasyercs mpu
temriepatype oT 250 o 2850 °C. [Ipu cuntese npu Temneparype Hrke 250 °C mamaer pacTBOPUMOCTh
Kuciopoa B tuokcue ypana (X<0,03) [79]. B paborax [79,80] mpoBoiiu CHHTE3 pa3InIHBIX OKCHIOB
ypana ciuenyromumu crocobamu. s momydenust UO203 oOpasen] OKMCICHHOTO AMOKCHIA ypaHa
BeiepkuBany ipu 700 °C B atmocdepe aprona u 5% Bogopoaa mo oobemy. Oxnaxkaaim B atmocdepe
aprona u 0,01% xucnopoga mo od6beMy B TEUCHHE HECKOJBKHX 4YacoB. JlampHeiiniee BHeIpeHHE
KHCIIOPOJIa B OKTA3APUUYECKUE MEXKI0Y3JIUs MPUBOIUT K 00OPa30BaHUIO CMEIIAHHOBAJIEHTHBIX OKCHIOB
U409, U3Og u UO3 (puc. 4 b, B) B pe3ynbraTe n3aMeHeHUH MOAPEIIETKN ypaHa, a TaKKe HaCBILICHUS

kuciopoaom [80-85].

Puc. 4. Kpucmannuueckue cmpyxmypuol oxcuoog ypana UO2 [86], a-U3Og [87] u a-UO3[88].

[Ipu copepxaHuy KUCIOpOAA BbIIIE IPaHULIbI 001acTu ToMoreHHocTH (a3sl UO2+x BO3HUKAET
daza UsOg, mMeromas y3kyto obsacte romoreHHOCTH (puc. 5). CTpykTypa 3Toil (ha3bl Tak)Ke OTHOCHTCS
k tuny ¢urooputa [85,89-92]. Ocobennoctrio okcuma UsOg siasitoTess O-KyOOOKTadAPhI, COCTOSIINE

u3 13 aromoB kuciopoaa. C pocToM TeMIiepaTypbl 00BEM KYOOOKTa’IpOB YMEHBINACTCS, a OOUTUi



16

o0beM KpucTalmuieckon sueiiku yBenmmuuBaercs. [ms okcuma UsOg ommcanbl JBa  (ha30BBIX
cTpykTypHbIX mepexoga: oT a-UsOg k B-UsOg mpu 50 °C u ot B-UO3 x y-UsOg9 mpu 600 °C  [90].
Crpykrypa a-UsOg9  omuceiBaeTcst Kak  MeracTaOwibHass — pomOo3apuyeckas — CTPYKTypa
(pombo3apHrueckoe uckaxenue 90,09°), npocrpancrennas rpymmna R3c [93]. Kpucramiorpadpudeckas
crpykrypa mogudukanuu P-UsOg9 MOXeT ObITH ONMMCaHa CEMbIO HE3aBUCHMBIMH aTOMaMH ypaHa.
B-UsO9 MOXHO paccMaTpuBaTh KaK IPOMEXKYTOYHBIE KJacTepbl KHUciIopoja (KyOOOKTasaphl),
BcTpoeHHble B MaTpuily U-O. lllecTs HOHOB ypaHa B KBaAPaTHBIX aHTUIPU3MAX, OKPY>KAIOLIHX KayKIbII
KUCIIOPOJIHBIH KYOOOKTa’Ip, UMEIOT CXOAHbIH KoopauHanuoHHbld mommdap [90]. UsOg otHOoCHTCS K
CMCIIAaHHOBAJICHTHBIM OKCHJIaM ypaHa, TNle ypaH MPHCYTCTBYET B CTENEHsX OKucieHus +4 u +5. B
pabore [86] mis cunreza UsOg 0Opasen AHOKCHIA ypaHa Bblaep:kuBaiu npu temmeparype 1150 °C B

Te4YeHne oJHOTO Mecsina B npucyrctBuu UszOg B nHEpTHOH atmMocdepe.

A 4500
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Puc. 5. @azosvie ouazpammul cucmemsl ypau-kuciopoo: (A) npu uxcuposeannom dasnenuu 1 bap
[94], (B) conocmasnenue pacuémnoti hazo601i duacpammol ¢ IKCNEPUMEHMANLbHLIMU OAHHBIMU 6

obnacmu 2omozennocmu UsOg [94], (B) 6 P(O2)-T koopounamax [95].

[Tpu oxucnennn UO2 Ha BO3AyXe MpH HU3KHUX TeMIepaTypax MoxeT oOpasoBbBatbes UzO7
[82,96], on umeet TeTparoHanbHyr CHHrOHUIO [97]. B cTpyKTYype 3TOro OKCHaa KaTHOHBI HAXOSITCS B
TOM JK€ TOJIOKEHHH, YTO U B KyOHMYecKoil cTpykType (roopuTa, a U30BITOUHbIE aHHOHBI 00Pa3yrOT
UCKQ)KEHHBIE  KyOOOKTa’JpUYECKHE KHUCIOPOAHBIE  KJIAcTephl, MEPUOANYECKH  3aMEHSIOIINE
dmoopurononodusie anuousl [96]. st cunTesa U307 obpasen OKHCICHHOTO THOKCHIA ypaHa
BeIZIepkuBany pu 250 °C B reyenue 7 yacos. [Iporiecc KOHTPOIMPOBAIN METOIOM TEPMOTPAaBUMETPUN
in situ. Ha mepBoii cTajiny MPOMCXOIUT COPOLHUS KHCIOPOAA, MOCIe Yero MPOMCXOIUT CTPYKTYypHAs

tpanchopmarus [82,96].

[Ipouecc noctenenHoro okucienus yactul (200 HM) TMOKCHIA ypaHa Ha BO3JLyXe COIPSHKEH CO
MHOKECTBOM (ha30BBbIX MPEBPAICHUN Ha MOBEPXHOCTH M BHYTpPH 4YacTuilbl. B paborte [98] ObLio
MOKa3aHo, YTO B JJAHHOM IIpoliecce oOpa3yroTcs HaHopasMmepHble JoMeHbl UsOg Ha HauabHOM 3Tamne
Hu3KoTeMIieparypHoro (40—250 °C) okucineHusl, KOTOpble IpHU JalbHEHIIeM OKUCIEHUH MEPEXOIsT B

ocHOBHYIO a3y ¢ momeHamu UzO7-,. Bech mporecc compoBoxmaercs oOpazoBaHHEM aMOP(HOTO
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TPUOKCH/Ia ypaHa Ha MOBEpXHOCTH yacTull (puc. 6 A, b, B). B nanHoM nuanasone remmnepaTyp He ObLIO
otrMeueHo oOpazoBanue (a3el UsOs Bo3moknass cxema Hu3koremmeparypHoro okucienus UO;
npejcrabieHa B padore [79]. Ha nmepBom 3Tare mporcXoauT XeMoCopOIUs KHCIOPOIa Ha TOBEPXHOCTH
3eper UO2, a 3aTeM KHUCTIOPO]T Yepe3 TOHKUI MOBEPXHOCTHBIN OKCUIHBIN CJIOW TIEPEXOIUT BIITyOb 3epHA

(puc. 6 I).

UqOg (dis) U4Qg (ord) A-UO3 U307.; [ NosepxHocts —AV—ip
e e ”/ M Uh U5.+ 02
4”77 N ' o* < “—0
o* o
o? "« P
U0, 3epHo u* u® -0? O
o*
o* &

02 <-_/ _02

A b B u* U

L JL JL J— |
O/U(A) < O/U(B) < O/U(B) Okucnerve MoBepXHOCTHbIN

2 2 . Xemocopbuua
8 06bEME  OKcuAHDIN CroM

Puc. 6. Obpazosanue 0omenos npu okucienuu meakooucnepchuix nopouwkog UQ2 (nonepeunoe
ceuenue cpepuueckux vacmuy). (4) Yacmuya ¢ Hu3Koil cmenenvro OKUCIEHUSL, COCMOSWAsL U3
obvemnou ¢pazvr UO2,03 u pasynopsoouennozo UsOg (dis). (B) Boaee oxuciennas wacmuya,
ynopaoouenue UsOg u oonogpemennoe oopazosarnue noswvix oomenos UsOg (dis). (8) Cunvro
OKucleHHoe 3epHo ¢ 0bvemHou ¢haszoti ynopsaoouennozo UsOg (ord) u domenamu UzO7-; pacmywumu
BHYmMpb 0om nogepxHocmu 3epra. Ha écex cmaousix na nogsepxnocmu 3epen 0opasyemcs amopuas
Gaza (A-UO3), yseruuusarowascs 6 pasmepax ¢ sozpacmanuem cmenenu okucienusi [98). (I')) Cxema

npoyecca okucaenus [19].

[Tpu oxkucnennu UO2 Ha Bo3ayxe npu Temmepatype 6osee 250 °C obpasyercs okcug UzOg [99].
OTOT OKCHMJI MOXET CyllecTBoBaTh B ABYX (opmax (a, B). Ilpm temmnepatype 365 °C ucxoanas
poMbOuueckas pemerka nperepreBaetr uaMeHenus. [lepexon UsOg B a-(hazy MoKeT MPOUCXOIUTH MIPU
HarpeBanuu 10 400 °C (B Bakyyme) unu npu HarpeBanuu 10 150-250 °C (na Bo3ayxe). Ctpykrypa a-
(a3bl O4YeHb ONM3Ka K TeKCaroHaJbHOW C TCEBAONPOCTpaHCTBeHHOW rpynmnoi P62m [100]. B-dasy
okcuna U3Og MokHO momyunTh, HarpeBas o-UsOg mo 1350 °C B armocdepe kuciopona u 3arem
meneHHo oxnaxaas (100 °C B cyTkn) 10 KoMHaTHOH Temnepatypsl. B ctpykrype B-U3Og aToMsl ypana
B mmockoctu X0Y (B Toukax (0;0), (*2;72)) 00pa3zyroT HaboOp LenoyeK, OKPYKEHHBIX aTOMaMH KHCII0po/ia
B yIJIax NeHTaroHaJbHOW Onmmpamusl. OcTaiabHBIE aTOMBI ypaHa 00pa3yroT ENOYKH B HAPABICHUN
C, B KOTOPBIX KOOPJIUHAIIMS KHCIOPO/a SBJISIETCS IEHTaroOHaIbHOM, TMIHMPaMHUIATbHON U MCKa)KEHHO-

OKTa3aApuieckoii [87].

UO3 uMeeT HeCKOIbKO MoauMopdoB, Takux kak o-UOs, B-UOs, y-UQOs3, 6-UOs3 u npyrue. a-UO3
(puc. 4 B) oOnamaeT poMOMYECKOH CHHTOHHUEH U SIBIISETCS HanboJiee YCTOMYMBON KPUCTAILTMYECKOM
dazoit [101]. B-UO3 mMeeT MOHOKIWHHYIO CHHTOHHIO ¢ mMapameTpamu saeex: a = 1,034 uwm,

b=1,433uMm, ¢ = 0,3910 uM, B = 99,03° [102]. y-UOs obnamaer pomOuueckoi cunronueit [103].
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Tounyio ctpykrypy y-UOsz MoxkHO omucats kak [UO2]*[UO4]* [102]. §-UOs npencrasiuser co6oit
TEeMHO-KpacHbIil mopoiok. Jlensra-hopma npecrabisier co00i KyOU4ecKoe TBEpPI0E TEO, B KOTOPOM

aTOMBI KHCJIOPO/Ia PacooKeHbl MeX 1y aToMaMu ypana [104].

KpaTKaH XapaKTCPUCTHKA OKCHUAOB ypaHa W OIIMCAHUC MCETOJOB HMX CHHTC3a IPHUBCIACHLI B

Tabimuue 1.
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Tabnuya 1. Xapakmepucmuka okcuoos8 ypana u Kpamkoe onucanue Memooos ux cunmesa

[BeT [InotHOCTH, | CHHrOHUS [TapameTpsl pemeTku Mertobl cuHTE3a
3
r/em a b c
Uuo2 UYepHo- 10,96 KybOnueckas 5,4704 | - - Boccranosnenne
KOpPHYHEB UQO2+x MOHOOKCHIOM
bIN yriepoja
UO2+x | YepHsrii 10,96-11,16 | Kybuueckas 54704 | - - Oxucienue uo;
KHCIIOPOJIOM pH
OTIpEeICTICHHBIX
TeMIIepaTypax
Us3Og | UepHo- 8,38 Optopombuue | 6,69- 11,80- | 4,128- | Tepmuueckoe
3€JICHBIHN ckasi/tpuronan | 6,83 11,96 | 4,148 pasoKeHUE
bHas UO2(NO3)2
UsO7 | YepHsrit Her nanneix | Terparonanen | 5,383- | - 5,400- | Oxucnenue UO2+x Ha
ast 5,447 5,547 BO3/IyX€
UsO9 | UepHnsnrii 11,16 Kyb6uueckas 5,441 - - Oxucienne UO2 Ha
BO3/yXe
UOs3 | Kpacusriit | 6,80 AMop¢HBIH Tepmuueckoe
pa3ioxeHue
UO4-2H,0
0-UOs3 | bexesrrit | 8,34 Optopombuue | 6,84 43,45 | 4,157 Tepmuueckoe
CKast pas3noxxeHue
UQO4-2H,0
B-UOs3 | OpamxeB | 7,15 Monoximnanas | 10,34 14,33 | 3,910 OTxur
13178 UO2(NO3)2:2H20
y-UOs3 | KenTsrii 5,5-8,7 Optopombuue | 9,813 19,93 | 9,711 OTxur
cKas UO2(NO3)2-2H.0
0-UO3 | TemHo- 5,5-8,7 Kyb6uueckas 4,16 - - Omxur B-UO3-H20
KpaCHBII Ha BO3YyXE
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1.2.2. AHanu3 OKCHIAOB ypaHa

W3MeHeHus B COCTaBe M CBOWCTBAX YPAHOBBIX OKCHUIHBIX MUKPOYACTHIL B YETKO OMPEAeICHHBIX
71a00paTOPHBIX YCIOBUSAX MOXHO TINATEIBHO HM3YYHTb, BKJIIOUAs OMPEICICHHUE CTEIEeHU OKUCICHUS
ypaHa ¢ MOMOIIbIO CIIEKTPOMETPUUECKUX METOJOB, TAKMX KaK aHAIW3 ONMKHEH CTPYKTYpPHI CIEKTpa
pentrenoBckoro noromeHus (XANES) [80-82,105,106], onpenenenue JIOKalbHOTO MOJEKYISIPHOTO
OKpPYXEHHUSI ypaHa B OKCHJIAX METOAOM aHajdu3a TOHKOW CTPYKTYpbl PACHIMPEHHOTO CHEKTpa
pentrenoBckoro noromenus (EXAFS), crpykrypHbie n3MeHeHus B noapenietke ypana [79,80,107] u
kuciopoga [85,89,95] meromamMu pPEHTTEHOBCKOM W HEHTPOHHOW IHU(pPaKIMU M CHEKTPOCKOIHHU

KOMOUWHAIMOHHOTO paccesHus [83,84,107-113].
JAudppaknuOHHBIE METOAbl XapaKTepU3alMU OKCHI0B ypaHa

JuppaKkIMOHHBIE METOJbI [IUPOKO WCIOIB3YOTCS ISl ONPEISICHUS KPUCTALTHYCCKON
CTPYKTYpbl oOkcuaoB ypana [95,107,114]. Ha pucyHke 7 TpEACTaBICHbI PEHTTCHOBCKHE
mudpaxrorpammbl 00pasznoB UO2 u U3Osg. UO, ncnonbs3yroT Kak CTaHIapTHBIN 00pasel] CpaBHEHUS IS
npyrux okcunoB. B mudpakrorpamme UzOg mpucyTcTByroT ocHOBHBIE pediekchl UO2 1 TOSIBISIFOTCS

peduieKchl Ui TeKcaroHaNbHOM U opTopomMOndeckoit cTpykTypsl U3Os.

A ° ® Uo,
A U 04

MHTEHCUBHOCTb

®
@
l A L @ i .
~ L -
| ! ﬁ A & &
e — e b U u‘a....‘-t«._,“v’g..t_}f-'\.—ﬁ,,
20 30 40 50 60 70 80

2 theta

Puc. 7. Penmeenosckue ougppaxmozpammol oxcuoos ypauna. [114]

B pa6ore [86] ¢ ucnonb3oBaHueM HEHTPOHHON MU(PaKIUK OBUTH YCTAHOBJICHBI MapaMeTphl
pemeTku u npocTpanctBenHas rpynma 1-43d mms UsOg. HelitponHble audpakinOHHBIE KapTHHBI
BU3YaJIbHO M3MEHSIOTCS MpH okuciaeHuu ypana B cepun UO2, UsOg, U307, Uz0s (puc. 8), B TO Bpems
KaK U3MEHEHMs B PEHTTeHOBCKUX Tudpakrorpammax mpu cpaBHeHun UO2 n UsOg MOXKHO 0OHAPYKUTH

TOJBKO TPH JETATEHOM PaCCMOTPEHHUH OTACIBHBIX pediekco (puc. 9).
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Puc. 8. Hetimponnvie ougppaxmoepammot okcuoog ypana: (A) UO2; (b) UsOe, (B) U307, (I') Uz0Os.

[95].

Takoe paznuune B 1u(paKIIMOHHBIX KAPTUHAX OOBACHIETCS YyBCTBUTEIHLHOCTHIO HEHTPOHHOM

mudpakuu K aegopmanusiM KUCIOPOIHON moapenieTku. PeHTreHoBCKast AuQpakiysi OKCHAOB ypaHa,

IIpU 3TOM, MMO3BOJIACT 3apCTUCTPUPOBATE U3MCHCHHSA TOJIBKO B ITOAPCUHICTKE YpaHa.

A

CyéTbl

uo

203

U,0,- - -

CyéTbl

(200)

26 (%)

Puc. 9. Penmeenosckue ougpaxmoepammsi oxcuoos ypaua. (A) Hanoocennvie pegpnexcor (200)

OKUCTIEHHBIX NOPOUIKO8 OKCUOO8 YPAHA C PA3TUYHBIMU OMHOWEHUAMU KUCLopoO-ypaH. (B) Pegnexcuol

(200) UO2,03 u UsOg u pegprexcwr (200) + (002) U307 [98].
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CnekTpockonusi KoOMOMHaAanUMOHHOTO paccesinus (KP) nasi pasanyHbIX KHCJIOPOJAHBIX

coeJMHEHUH ypaHa

CrniekTpocKkonus KOMOMHAIIMOHHOTO PACCESIHUS HE SIBJISIETCS 3JIEMEHT-CEJIEKTUBHBIM METOZIOM
aHanmM3a. ITOT METOJ MOXKET OBITh TPUMEHEH, KaK METOJI «OTIIEYAaTKOB MAJIBLIEB) JUIS aHAJIH3a 00pa31ioB
C U3BECTHBIM DJJIEMEHTHBIM COCTaBOM, HAaIllpUMEpP, B CHCTEME ypaH-kuciopoa. Kaxmoiut
KPUCTAJNTMYECKON pelIeTKe COOTBETCTBYET HA0Op KOMOHMHAIIMOHHO-aKTUBHBIX KOJEOaHM, KOTOPBIN

IMO3BOJIACT OTIIMYUTE OKCHU/BI YpaHa B Pa3HBIX CTCIICHAX OKHUCIICHUA.

Jlis mepokcuia ypaHa B psiie MCTOYHUKOB ObUIM OOHApy»KEHbI JBE XapaKTepUCTUYECKUE

JTMHUM KOMOMHAIMOHHOTO paccesHus mpu 823 cmt u 867 em™ [115] (puc. 10 A).

Jlns Tpuokcuaa ypana [115] 6buin 06GHApY:KeHB MHTEHCHBHAS nuHUA Ha 845 cm! u Gosee
cnabas Ha 1052 e (puc. 10 B). Hu oxHa u3 Hux He OblIa yOMSHYyTa APyruMH aBTopamu [84,116].
UOs3 cymiecTByeT 1o KpaitHei Mmepe B ISTH KpUCTAILIMYECKuX (a-, B-, v-, 0- u €-UO3) u ogHolt amopdHOi
[116,117] wmomudukarmsx. CrenosatenabHo, aBropsl crathtt [115] mnpeamonmoxuan, dTO
Kpuctainieckass ¢aza anammsupyemoro UOs He coBmamaer ¢ (asamu, M3y4EHHBIMH JPYTUMHU

aBTOpaMH.

Crektpbl koMOnHanMoHHOTO paccesHuss U3Og MMenn HECKOJIbKO JIMHUHN paccestHus Ha 185,
351, 412, 487 u 810 cm! (puc. 10 B) [115]. 3a uckmouenuem 185 cm™, Bce nuuuM coBnmagamu (c
pasHuneii Menee 15 cm™l) ¢ monocamu, BbIIENEHHBIMU APYTHMH aBTopamu [84,112]. Habmonaemas npu
335 emt — 323 em! mnus B obOpasmax ¢ 6oJsiee BHICOKUMH CTETICHSIMHU OKHCJICHUS MOXKET CUHUTATHCA
muHAeR BanmeHTHOTO KoneOaHus U-O Ay, oxumaemoit s opropomOmueckoid pemerkn UsOg mpu
342 cmt [108]. ns opropombuueckoii pemerkn UsOs xapakTepHa nuHus paccesHus 750 cm™,
HaOmromaemast B OoJjiee OKUCIEHHBIX oOpasnax. OHa OTHOCHTCS K KOMOMHAIMM JABYX BaJ€HTHBIX
xonebannii Az O—-U [108]. B pa6ote [115] He Habmomanace muHMs okoo 810 cM™, B To BpeMs Kak B
pabote [84] ObuT0 yromsiayTo 0 Hedt s criektpa UsOg co Bkiagom okrasapuueckoro UO3z. B Tom xe
JMana3oHe CHMMETPUYHOE 0CEBOE PACTsKEHUE HOHA ypaHUIa JaeT YeTKyI0 IMHUIO B paitone 800 cm™,

TOYHOC IMOJIOKCHUC KOTOpOﬁ 3aBHUCHUT OT CTCIICHU CBA3bIBAHU A ypaHHHLHOﬁ T'pYIIIIBI.
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Puc. 10. Cnexmpuvr KP uacmuy Mukpomempogoz2o pasmepa paziuiHbix ypaHo8blxX cOeOUHeHUl

A4) UO4-(4H20), 5) UOs, B) U3Os, ) UO2 [115].

B KP-cnektpax nuokcuia ypaHa MHOTMMM aBTOpamMu ObUIM OTMEYEHBI JBa muka: 445 oMt
[84,108,109,112,115,118] u 1150 cm? [108,112,115] (puc. 10 I'). B pabore [108] paccmarpusanm
CMEKTPbl KOMOWHAIIMOHHOTO PAcCesIHUS TPU MOCTEIIEHHOM OKHCIICHHH JUOKCHaa ypana (puc. 11 A).

Cuavana muams 1151 cm?

caBuraercsi B cTopoHy Oosbmiero KP-caBura um craHoBUTCS MeHee
uHTeHcuBHOU. [Ipn nepexozne k x=0,09 sTa IMHUS paccessHUs NCYE3aeT U MOSBISETCS JTMHUS B pailoHe
760 cm 1 mocTenenHo MpY JAJIbHEHUIIEM OKUCJIEHUH CABUTAETCS B CTOPpOHY MeHbero KP-casura go
750 pu x=0,2, uto coorBercTBYeT padote [119], rae st UsOg (UO2,25) kpome T2g, HaOIFO M TOTIOCY
B paiione 626 cm™*. B pa6ore [113] Tak xe uccnenoBamu okcuasl ypana UOz+x ¢ pasiIMuHBIME X
(puc. 11 B). ABTOpamu Takske ObIIO OTMEYEHO yIIMpPEHUe MUKa To2g (445 cM™) ¢ MOBBIIIEHHEM CTETIEHH
OKHCIeHUs ypaHa B okcuze. CTaHoBHiCS MeHee nHTeHcHBHBIM 1K 2LO (1150 cm). Hempeprisroe
yBEJIMUeHNEe MHTEHCHBHOCTH JHMHHMHM 630 cM™' 1o Mepe yBelIMUeHHs CONEpXKaHHS KHCIOpOna, M
M3MEHEHHEe HHTEHCHBHOCTH Tonockl 560 cM™, ¢ Mmakcumymom 1ipu X = 0,09. Criektp UO2.03 cofiepKuT
T€ YK€ MUKW KOMOMHALIMOHHOTO paccestHus, uTo U crexuomerpuueckuit UO2, a Takke JONOTHUTEIbHBINA
ITMPOKUH ¥ AaCHMMETPHUHBIH KoMIekc mukoB (500-700 cml), KOTOpBIi MOXKET CUHTAThCs
Pe3yIbTaTOM NEepeKPBIBAHNS JABYX JHHHH, PACIIOT0KEHHBIX 0kono 560 n 630 cM™L. TTepBBIii MOXET OBITH
CBSI3aH ¢ HIMPOKOH monocoit 555 cm™, mabmonaemoit B pa6ore [119]. ITonoca, HabmoIaeMast OKOIO
630 cml, MOXeT ObITh OTHECEHA K MCKAKCHUIO aHUOHHOM nonpemierku [99], koTopoe MOXKET ObITh

00BACHEHO BCTpanBaHHUEM B HEC NOMMOJHUTCIIBHOIO KUCJIOpOoaa. O)IHaKO OTY MOJIOCY TAKXKE CBA3bIBAIN

co cTpyKTypHBIM Jedekrom kybooktadmpudeckoit (UsOg) cummerpun [85]. OcobeHHO MHTEpecHa
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HIMPOKAs TUHUS JJIs1 CTEXHOMETpUUYecKoro u cinadookucneHHbIX (O/U <2,09) 006pa3iioB quokcuia ypaHa
B paiione 1151 cmt. O6 3100t MMHEMN GBITO ckazaHo B paborax [108,109,112,115] u o6bscHEHO paHee
KaK Tepexo]] KPHCTAILTHYECKOTO 3IeKTpUueckoro mons. B HacTosmee Bpems muk 1150 cM™ otHOCAT K

MPOJOIBLHOMY ONTHYECKOMY (POHOHY BTOpOTo mopsiaka 2L0O.
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Puc. 11. (A) Cnexmpwi kombunayuonnoeo paccesnus okcuoog UO2+x ¢ HeckoIbKuMu cmeneHamu
oKucneHus ypaua. Paoom ¢ kaxcovim cnekmpom ykazau monvHult oovemuwili cocmas (BC)
coomeemcmayowe2o 00pasya u memnepamypa mepmuieckou oopabomxu (tt), komopoii oOvLn
noosepenym oopasey. O6veMHblLL COCMA8 COOMBEMCMEYem coCmagy No8ePXHOCM 8
cnabooxucnennvix oopazyax (O/U < 2,07). [losepxnocmuuiti cocmas 6oee OKUCIEHHbIX 00pa3yo8
HeuzgecmeH u3-3a 00PA308aAHUsL BLICUUUX OKCUOO8 HA NOSEPXHOCMU npu KoHmakme ¢ 8o30yxom [108].

(B) Cnexmpot kombunayuonno2o paccesnust okcudos UO2+x ¢ paznuunvimu snavenusmu x [113].

B pabote [111] oOcyxaanu oTHECEHHE TOJIOC KOMOMHAIMOHHOTO PACCEsHHs K BaJCHTHBIM
koneOanusiM runepcrexuoMeTpudHoro UO2+x (Tabmuna 2). CrekTpsl KOMOMHAIIMOHHOTO PaCcCesHHS
coJiepKajii KOMOMHAITUIO TIMKOB PACCESTHUS Il KyOMYeCKOH PemeTKH CTEXHOMETPHYHOTO THOKCHIA

ypaHa ¥ JiIs TeTparoHaAIbHON pemeTKu ¢ KUCIOpoaHbIMU 3 dextamu st UO2+x.
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Tabnuya 2. Pacnpedenenue nunuii cnekmpog KOMOUHAYUOHHO20 PACCEHUSA

eunepcmexuomempuuro2o UQO2+x

[IpoctpanctBennas | Kuciopoansie KP-caBur, cm™t OTtHeceHue
rpynna nedexTbr
445 Tog U-O pactskenue
Fm3m OTCYTCTBYIOT 575 L-O ¢onon
1150 2L-O donon
155 B1g pactsxenue
225 Eg pacTsokenue
315 B
Kitacreper Buimca to pacbierie
WK 402 Eg pactsxenue
P42/nmc
KyOOKTasIpHICCKHUE | 470 Eg pactshxenue
{IaCTepyl 575 L-O QoroH
630 Ayg pacTspkeHue
1150 2L-O donon

I[To pe3ynbpTaTam 00630pa TUTEpaATYpPHI IJII CIEKTPOB KOMOWHAIIMOHHOTO PACCESHUSI PAa3IMYHBIX
KHACIIOPO/JHBIX COCNMHEHWH ypaHa ObUla cocTaBieHa Tabnuma 3, TAe TPUBEICHBI Ccamble
pacmipocTpaHEHHbIE TMOJIOKEHHSI TMHKOB Ha CHEKTpaxX KOMOWHAIIMOHHOTO pAacCesHUs, W KUPHBIM

H_IpI/I(I)TOM YKa3aHo, AJId KaKuX CO€IUHEHHUI OHU HanOoJee XapaKTCPHBI.
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Tabruya 3. OcHosHbie TuHUU KOMOUHAYUOHHO20 paccesHus 8 cnekmpax KP okcudos ypanua.

JIunus, OTtHeceHrne/KOMMEHTApHI [Tpumepsl Ccpuiku

cmt COCTUHEHUN

160 B1g — xonebanue [31] a-UsOs [112]

230 Wutencushee ¢ nosbimeHueM | UO2, UO2+, a- | [108,109,112]
CTEIIEHH OKUCJICHHS UsOs, y-UOs3

323/335 | BanentHoe konebanue U-O Arg | a-UsOs [108]

445 TpexkpatHo BeipoxkaenHoe | UO2, UO2+x, UsOy, | [83,84,108,109,112,115,119,120]
KOMOHMHAIIMOHHO-aKTUBHOE UsOy

KoJebanue Tog

560/585 | IIpogoabHbIi onrtuyeckuii | UO2 [107,113,119,120]
¢bonon mepBoro mopsaka LO
[31]

630/640 | VckaxeHnue anuonHoi | UOy, UO211, | [113,119]
noapemerkn B crpykrype | UO2 15, UO2,17,
¢dmoopura u3-3a BerpamBanus | UO2 20, UO2,24,
KHCIIOpOJia U409

730/750 | JIa BaynenTHBIX KojeOanus U- | a-UsOs [84,112,120]
OAZu

800/810 | Bxuan okrasapudeckoro UO3 B | a-UsOs [84,112,115,120]

a-U3Og wnm  cummeTpuuHOe

OCCBOC PACTAKCHUC YpaHUIIa

1150 [IpononbHbIit orrrnueckuii | UO2, UO24x [108,109,112,113,115,120]
¢onoH BTOpOoro mopsiaka 2LO
[31]

CneKTpocKonusi peHTTeHOBCKOTro norJiomeHusi (XAS)

CHCKTpOCKOHI/IH PECHTTCHOBCKOI'O IMOTJIOMICHUA MO3BOJIACT ONPCACIIMTL CTCIICHB OKHUCJIICHUA
YpaHa B pa3JIMUHBIX COCANHCHUAX, d TAKIKC €TI0 JIOKAJIbHOC OKPYXKCHUC. MOp(I)OJIOI‘I/IH T'JIaBHOT'O ITHMKa
PEHTICHOBCKOI'O IIOTJIOIICHHUA 3aBHUCUT OT JJICKTPOHHBLIX NEPEXO0J0B, BBI3BAHHBIX BOS)ICI\/'ICTBI/IGM Ha

o0pasel] peHTTeHOBCKOTO M3ITy4eHHsI C ONpeeNIeHHON dHepruei (puc. 12). DHeprus peHTTeHOBCKOTO
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HU3TyUCHUA, TIPpU KOTOpOfI Ha6JHOILaeTCSI MUK TMOJIHOI'O MOTJIOHICHU S, HA3BIBACTCA KpacM IMOIJIOMICHUS.
I[J'IH KaXXI10ro XuMH4Y€CKOI 0O 3JICMCHTA KPacB IIOIJIOIICHUA ObIBaeT HECKOJIBKO, U Ka)K,HBIfI U3 HUX UMECT

COOCTBEHHYIO HSHEpPruiO, a, 3HAUUT, MWHULUUPYET MEPEeXOoAbl Pa3IUYHbIX 3JIEKTpoHOB. [lns ypana

CaMbIMU pacClpOCTPAHEHHBIMU JIJI aHAIM3a SIBJSIOTCS Kpas norjoienus Lz ¢ sneprueit 17160 k3B u

Mgy c aneprueii 3955 k3B.

(2p2d )506d"
(2p73d )56d
(2p:3d)56 (a
\La \ \
e \(2p*3d")5F6d!
\
\ (2p°3d")57'6d

L,-edge

1(2p‘3d’)sfed’

L,-edge

XAS E (AS £ XAS E;

(2p°3d*’)5f'6d”
UV
(3d°4F)5f

\M

\
\(3d°af)5¢

(2p°3d*)5f6d°
UVI

(3d°af)5F*
g

\m,

\(3d™4f)5f

\(3d“4f)5F°

M, -edge M, -edge

E, XAS XAS

(3d"4f)5F° (3d4f)sf" (3d°4f*)5F°

Puc.12. Cxemamuunoe u ynpowennoe uzoopasjiceHue usmeHeHus coCmosHul 3J1eKmpoHHOU
obonouxu ypaua npu penmeenosckom nozinowenuu ona U™, U U na U Ls u Ma kpasx.
Obo3Hauenvt moibKo 000104KU, BKTIOYEHHbIE 8 U3MepsieMble UMeHeHUs. Barenmuvie s1exmponul
Haxooamcs 3a ckookamu. Er — nepedannas snepaus (s3nepeus KoHeuHO020 COCMOANUSL), KOMOPAsL
coomeememayem pasHuye mMexcoy no2l0ueHHoOU U ucnyujeHnou suepeueti [81].

[TockombKy B TIEpeXOJbl BOBICYCHBI JJIEKTPOHBI PAa3HBIX IMOAYPOBHEH, CHEKTPOCKOIHS
PEHTTEHOBCKOTO TIOTJIONMICHHWS Ha OJTHX KpasX HWMeeT pasHoe mnpuMeHeHue. CIeKTPOCKOIHs
PEHTTEHOBCKOTO TOTJIoNIeH st Ha My kpae 6ojice 4yBCTBUTENIbHA K BaJIEHTHOCTH ypaHa (puc. 13 A),
OJIHAKO [IJIsl TIONyYeHUsl CIeKTpa Ha My Kpae pPEeHTI€HOBCKOTO TMOTIIONIEHUsI ypaHa HeoO0Xoauma

CIIEKTPOCKOIHUS ¢ BhICOKMM paspemiennem mo sHepruu HERFD (high energy resolution fluorescence
detection) XANES [121].
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Puc. 13. (A) HERFD XANES cnexmpul coedunenutl ypana Ha Ms Kpae noenowenus ypana 8
PA3IUYHbIX cOeOuHeHUsX. ToueuHbiMu TUHUAMU NOKA3AH 6KIAO OPMATbHOLU 8ANEHMHOCMU YPAHA
U(IV)-U(V)-U(VI) [80]. (F) Cnexmpor XANES, usmepennvle na L3 kpae ypana 8 08yx pazHulx
peacumax: (cnnownasn 1unus) 8 pescume HERFD-XANES ¢ ucnonv3osanuem peHmeeH08CKo20
IMUCCUOHHO20 CNeKmpomMempa, (nyHkmupHas aunus) ooracme XANES 6 pescume nponyckanusi.
Bepmukanvnvie nynkmupusie aunuu, ommeyennvle (1), (2) u (3), obosnauarom nonodxcenue 6enou

JIUHUU, KauecmeenHo coomeemcemayiowell uzonuposannvim komnonenmam U(IV)-U(V)-U(VI) [82].

MonoBanentHele coequHeHus ypana (UOz, KUOQOs, B-UO3) uMeroT pa3HMIly B MOJIOKEHHH
MaKkCcUMyMa MorjouieHus crnektpa Ha Mg kpae ypana. Ilo cpaBrenuto ¢ U(IV), makcumym JMHUU
noriouienust U(V) cMelieH B cTopoHy Oonee BeicOKux sHepruil Ha 1,2 3B u nng U(VI) na 1,6 3B.
Cnextp nornomenust U(VI) umeer niedo Ha cTOpoHE BBICOKUX 3HEPTUN HA pacCTOSHUU OKoJio 1 3B oT
makcumyma. JInnus nornomenust UO2 UMeeT aCHMMETPUUYHBINA TPOQHITb, COCTOSIIIUI U3 OCTPOrO MUKa
okoJ10 3725 5B u muieya B 6omnee Boicokux 3Heprusx. Crnexktp KUOs, Takke, moka3piBaeT HEOOJBIIYIO
ACUMMETPHIO M TIOKa3bIBA€T MOBBIIIEHHYIO MOJYIIUPUHY Ha MOdyBbicoTe 1o cpaBHeHuto ¢ UO2 (1,7 u
1,4 3B, cootBercTBeHHO). CMmemanHoBaneHTHBIE coequHeHus UsOg u U307 umeroT Oosiee CIOXKHBIC
CTPYKTYpbl CHEKTPOB MoryomeHus. CHeKTpbl 3TUX OKCHIOB MMEIOT 0 JABa MaKCHUMyMa, KOTOpBIE
cootBetcTBYIOT U(VI) 1 U(V), mpuuem B ciektpe okcuna UsO7 MHTEHCUBHOCTH BTOPOTO TIHKA BBIIIIE,
gyeMm B criektpe UsOg [80,106]. B cnektpe UzOs muk morjomeH s MUPOKU, TPU 3TOM OTCYTCTBYET

BKJIaJ] YETHIPEXBAJICHTHOTO ypaHa. 3HaueHue 3Hepruu B nuke coorBeTcTByeT U(VI), ananoruuno f-
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UQ3, HO ¢ acUMMeTpureil B CTOPOHY HU3KUX SHEPTUH B CBSI3U CO BKJIAJIOM (hOPMAIIbHO MSATHBAJICHTHOTO

ypana [80,106] (puc.13 A).

IIpu paccmoTpeHuu crnekTpoB Ha L3 kpae ypaHa BO3MOXKHO 3aperucTpUpOBaTh M3MEHEHMS
MIOJIOKEHHUS TMUKOB TOTJIOUICHUSI B CHEKTpax COCIUHEHHMH ypaHa C Pa3HOM CTENEeHbIO OKUCICHUS
(puc. 13 b), HO pasnoxeHue Ha (opMalbHBIE BAJICHTHOCTH Oosee 3aTpynHUTEeNbHO. OCcOOEHHOCTHIO
cnekTpockonun XAS Ha L3 kpae ypaHa sSBiIseTCs €€ MPUMEHUMOCTh JUIsl YCTaHOBIICHHSI TTapaMeTpOB
JIOKaJIBLHOTO OKPYXXEHHUS HCccleayeMbix aToMoB myTéM aHanmza XANES — yuactka crekrpa, a Takke

BO3MOKHOCTh aHanu3upoBaTh EXAFS — 06nacTs.

Cnekrpockoruss HERFD XANES Ha L3 kpae ypaHa mo3BOJsIeT HOJIYYHTb CHEKTphI Oojee
BBICOKOT'O KauyecTBa, Oyiaroiapsi KOTOPBIM MOXHO OTIPEICIIUTh CaMble TOHKHE W3MEHEHUS B CTCTICHSIX
okucienus ypana. Ha pucynke 14 A uzo6paxens! cnektpbsl XANES, u ux cpaBHeHue co cnekTpamu
HERFD XANES Tex xe coequnenuii (puc. 14 b), B mocinennux HaOI0IaThCsA 00jiee 3HAYMTEIIBHBIC

MOP(OJIOTHUECKUE PA3ITUIHSI, TO )K€ CAMOE MOYKHO CKa3aTh M O TIEPBOM MPOM3BOTHON ITHUX CIIEKTPOB.
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Puc. 14. Cnexmpul penmeenosckozo noznowenusi XANES paznuunvix coeounenuii ypana na
Lskpae ypana (A), cnexkmper HERFD XANES pasauunvix coeounenuii ypana na Lz xpae ypana (b)

emecme ¢ nepsbimMu nPou3eo0HsiMu cnekmpos [81].

1.2.3. Tpaucdopmanus TBEP0ii ¢a3pl U pacCTBOPEHHE YACTHI] OKCHIOB YPaHa B Pa3JIHYHbIX

pacTBopax

[lepeuncneHHble BbIlIE METOABI TIO3BOJISIOT MOJYYUTh HHPOPMAIUIO 00 U3MEHEHUSIX TBEPAOH
¢da3pl MHUKpOYACTHI[ OKCHJIOB YypaHa B pe3yjibTaTe BO3ACUCTBUI pa3zauuHbIX cpea. Kuneruka
pacTBOpEHUs] MUKPO- U CYOMHMKPOUYACTHIl CUJIBHO 3aBUCUT OT CTENEHM OKUCIIEHHUS ypaHa, Kak ObLIO

MOKa3aHO Ha o0pa3lax OKpYKarollel cpebl: HEOKHUCICHHbIE MM CIIa00O0KUCIEHHbIE, TUOKCHUIHBIE
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JaCTUIBI KMHETHYCCKU Ooyiee cTabmibHbI, yeM okuciacHHble 10 U3Og [35]. OmHako 3aBHCHMOCTD
MOBEJICHUS OKCHJIOB ypaHa B KHMJKOCTSAX OpPraHM3Ma dYejOBeKa OT CTEHNCHH OKHCICHHUS OCTaeTCs
OTKPBITBIM BONPOCOM. B NpHBEICHHBIX HIKE padOTax M3ydalloCh M3MEHEHHE COCTaBa JKUIKOCTH,
KOJIMYECTBA YACTHUII, TPaHCHOpPMAIMKM TBEPAOH (a3bl YaCTUI] U aKTUBHOCTH OOpa3IOB JO U IOCIHE
IKCIIEPUMEHTA 0 PACTBOPUMOCTH CHHTE3UPOBAHHBIX OKCHJIOB ypaHa W PEalbHBIX YpPaH-OKCHIHBIX

«TOPSIYUX)» YACTHIL.
PacTBopeHue u TpanchopManusa OKCHI0B ypaHa B BOJAHBIX pacTBOpax

CrproapT u Moyn3 [122] uccienoBaiy 3aBUCMMOCTh CKOPOCTH PaCTBOPSHHUSI OKCHIOB ypaHa ¢
pasmuuHoi crenenbto okucieHus (UOz u U3Og) or pH cpeabl mpu pasnuyHbIX KOHLEHTPALUSIX
kapOonar-roHoB B auanasone 0,02-0,0002 M (puc. 15). VBenuueHue KOHIEHTPAIMH KapOOHAT-HOHOB

MMPUBOAUIIO K POCTY CKOPOCTHU PACTBOPCHUSA OKCUIOB ypaHa.

-
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® o pH

LI B B B B B AL B S e S S B p |

7 8 9 10 11
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U

Puc. 15. 3asucumocms ckopocmu pacmeopenus om pH: A) U3Og npu pazuvix konyenmpayusx

kapoonam-uonos npu 22°C; b) U30g u UO2 npu pasnwvix konyenmpayusx kapoonam-uonos npu 25°C.

Kunernueckue 3aBHCHMOCTH JUISI OKCHJIOB ypaHa M OTpaOOTaBIIEro SACPHOTO TOIUIMBA
noKasaiu, 9To ckopocth pactBopenus (R) UsOs, orpabdorasiuee Toruso (OAT, ATM-103, approved
testing material, 0ToOpeHHBIH HcnbITaTeNbHBIN MaTepral) 1 UO2 pacTeT ¢ yBeTMUeHHEM KOHLIEHTPALH
KapOOHAT-MOHOB, NPH 3TOM Ha cKopocTh pactBoperus OAT u muokcuma ypaHa kapOOHAT-aHUOHBI
OKa3bIBaIOT MeHbIIee BiustHue. Poct pH npuBoauT k yBenuuenuto ckopoctu pactBopenust UsOg u OST,
HO 3aMeJIsIeT PacTBOPEHNE AUOKCH/A ypaHa!

loglO(RU308) = 7,951 + 0,6492 - loglO[C032‘] +0,1065 - log,[H*] — g, (1)

log10(Rosir) = 7,202 + 0,2260 - logy[C03*| + 0,0905 - logyo[H*] — 2=, (2)

log10(Ryo,) = 5,828 + 0,3335 - logy4[C03*7] — 0,1571 - logyo[H*] — %34 (3)
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Creroapt u Yuna [123] wuccienoBanu BIMSHUE MApUUATBHOTO JABICHUS KHUCIOpPOJIA Hal

pPacTBOPOM Ha CKOPOCTb PAaCTBOPEHHs OKCHIOB ypaHa (4). YBeJqudyeHHE KOHICHTpAIMU KHUCIOPOja

IMPUBOJUT K YBCIIMYCHUIO CKOPOCTHU PaCTBOPCHHUA AMOKCH A ypaHa.

—10,27 B
Ryo, = 11,1- [C032 ] -[0,]945 - [H*]7027 'exp( 7700). 4)

RT

Toppepo u coaBTopsl [124] u3yyaiin 3aBUCUMOCTh PACTBOPUMOCTH JTHOKCH A ypaHa oT PH (B
mpokom auanazodne PH) B mporounom peaktope B mpucyrctBud HCIOs4 u NaOH mpu pasnudsbIx

KOHIIEHTPAIUAX KHCIopoaa B atmochepe (puc. 16).

12
mE 10 o N2+5%02
g N, + 21%0,
S . ® 100%0,
2 g
)
=4 .
=

L
/ L
..
0 : : . . S S S N—NCE—
3 4 5 6 7 8 9 10 I 12

Puc. 16. 3asucumocms pacmsopumocmu UQO2 ¢ npomounom peakmope 6 npucymemeuu HCIO4 u

NaOH om pH 6 pasnuunsix 2a306vix cmecsx.

IIpu cooTBeTcTBYIOLIEH BO3yXy KOHIEHTPALMU KUCIOpOJa MUHUMAJIbHAs PAacTBOPHUMOCTD
nocruraetcs npu PH 6,6 u Beime. [Ipu 6os1ee HU3KOM KOHIIEHTpanuu Kuciopoa — npu pH okono 10,6.
B armocgepe 100% kucnopoaa Habmo1aeTcs 6os1ee 3HaUUTEIbHOE CHUYKEHUE PACTBOPUMOCTH, UEM ITPU

OpYTUX KOHIIEHTpauusax kuciopona, npu pH Beime 10,5. CkopocTs peakiuy pacTBOPEHHS TUOKCUAA

ypaHa oInucaiu ypaBHeHHEM (5).
Ryo, = 3,5- 107% - [H*]%%7 - [0,]%3". ()

3aBUCUMOCTh KUHETHKH PaCTBOPEHUS TMOKCUAA ypaHa pu PH=12 oT KOHIIeHTpaIiuy CUJINKAaT-
U KapOOHAT-aHHMOHOB U KaTHMOHOB KaJIbLIMs MCCleoBaHa B pabore [125]. YBennueHne KOHICHTpAIMN

9TUX NOHOB IMPUBOAUT K YBCIMYCHHUIO CKOPOCTHU PACTBOPCHUA JUOKCHUA YpaHa.

Hannuue kapOoHAT-aHHOHOB U OKUCIIUTENEH BIUSET Ha MPOLIECC OKUCICHUS YaCTHI] OKCHIOB
ypaHa B YCIIOBHSIX OKpysKatorien cpezbl. B padote [126] Yibpux u coaBTOPBI MPEATIOKHIN HECKOIBKO
MCXaHU3MOB IIOBCACHUA YpPaH-IUOKCHUJIHBIX YaCTUI[ B 3aBHUCHMOCTHU OT COCTaBa pPaCTBOPUTECIIA. B
OKOJIOHEUTpaIbHOM BOJIe KapOOHAT-aHMOHBI, CMIOCOOCTBYIOT pacTBopeHnio UQO2+x, 00pa3yst Xopoiio
pacTBOpUMBIE  ypaHWI-KapOOHaTHbIE KOMIUIEKCH. [Ipomexxyrounsie dopmer  U(V) wMoryt

HakarauBaTbcs Ha MoBepXHOCTH UOz+x. JBmxymelt cunoit pactBopeHust UO2+x B GECKUCIOPOIHBIX
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YCIIOBHSIX SIBJISIETCS 0Opa3oBaHME pACTBOPUMBIX KapOoHaTHbIXx KoMmiuiekcoB U(V). B msrko-
OKHUCJIUTEJIBHBIX YCIOBUSIX IIPOIECC COMPOBOXKAANICS OOpa3OoBaHHWEM IOBEPXHOCTHOTO CIJIOSL C
npubnusutenbHoil  crexuomerpueir UsOg. B Haunbonee OKHUCIUTENBHBIX YCIOBHUSX IEPEXOJ]
noBepxHoctHoro U(VI) B pactBop oka3zajics JTUMUTHUPYIOIIEH cTagueld BHE 3aBUCUMOCTH OT

npucyTcTBUs KapOoHaT-aHnoHOB. Hakorutenusiii U(VI) MokeT mpeBpaTUTHCS B OKPHITHE, TOJOOHOE

pactBopenus (puc. 17).

METAIIONUTY, KoTopoe naccuBupyer siipo UO2 U KOHTPOJIMPYET paCTBOPUMOCTD ypaHa U KHHETHKY €ro
O‘TCVTCTBNE OKMCAMTENeH NAn
EOCCTaAHOEMTE/IbHbIE YCNOBMA

gzl x CO#
Ox Red UOZ(COS)S]S
[UO,(CO,),] 22

A. [NepeHoc ogHoro e B. U(V) mosxeT
NpPY MMHUMANbHbBIX

OKMC/TUTENbHBIX YCIOBHAX
(H,0,/0, oT pagronusa

B. Kapbouat chumaet U(VI)
AWCNPONOPLUMOHMPOBATH; u, BoamoxkHo, U(V) ¢
U(VI) pecopbupyeTca NOBEPXHOCTK
boicTpee, uem U(V)

H,0; HY)
Markoe oKucneHue HecTkoe okucneHue
?
— >

U03'2H20

I. U(V) Hakannueaetca U 0. OeyxcryneHyaTbii E. Ecnu ckopocTb OKUCeHUA

o6pazyeT NOBEPXHOCTHLIA  3/EKTPOHHGbIN NepeHoc; BbllliE, YEM CKOPOCTb

cnoi U,0q bbicTpoe okucneHue pacteopenund, obonouka U(VI)

sanyckaeT HakonneHue U(VI)  koHTponupyert pacteopenue

Puc. 17. Mooenv mexanusmoe pacmeopenus UOz. [llapuxu u namuy201bHuKu npedcmasisaiom coboti

yacmuysl U UOHbL, NPUKPENTIeHHbLE K ROGepXHOCmU, coomeemcmeaento [126].
PacTBopeHHe YPAH-OKCHIHBIX «TOPSIYHUX)» YAaCTHUIl B BOJHBIX pacTBoOpax

Canby u coaBTOpbl [4] M3ydald KHHETHKY PACTBOPCHHS YPAHOBBIX «TOPSYHUX» YACTHII,

orobpanubix B KocoBo u Kygeiite, B 0,16M constoii kuciore (puc. 18).
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Puc. 18. H3eneuenue ypana (%) uz npoo, 3a2psasHeHHbIX Yacmuyamu 06eOHeHHO20 YpaHa,

cobpannvix 6 omoenvuvix mecmax 6 Kysetime u Kocoso 6 0,16M HCI npu komnamnoti memnepamype. [4]

CreneHb OKUCICHMS OKa3ana 3HAYUTEIHHOE BIMSHHE Ha KUHETHKY PACTBOPEHUS YPaHOBBIX
qacTull B COJITHOKHUCJIION cpeace. «Fopsmne» qacTUulhbl C BEICOKOU CTEIIEHLI0 OKHCIJICHUS YpaHa UMCIOT
0oJiee BBICOKYIO PAacCTBOPUMOCTh — H3BJeUeHHE ypaHa Bbimie 80% rmocie 2-3 4yacoB KOHTaKTa C
pacTBOpOM, a TO BpeMs KakKk H3BJICYCHHE ypaHa U3 0OoJiee HH3KOBAJICHTHBIX YPAaHOBBIX YaCTHIL

IPOMCXOIUT MEJICHHEE, BBIXO Ha IIATO HE JOCTUraeTcs 3a 175 yacoB koHTakra [4].

KonoruieB u coaBtopsl [127] omucanu peakuuio pacTBOPEHHS YEPHOOBUIBCKHX YPaHOBBIX
TOIUTMBHBIX «TOPSYMX» YaCTHI[ KaK PEaKIHMIO MepBoro nopsjaka. KammapoBsiM u coaBTopamu [128]
OblJa yCTaHOBJEHA 3aBHCHUMOCTb CKOPOCTH pACTBOPEHHS YPAHOBBIX TOIUIMBHBIX YacTHUIl OT
KHCJIOTHOCTH MOYBBL. BblT cenaH BbIBOA 00 yMEHBIIEHUH KOHCTAHTBI PACTBOPHUMOCTH ¢ pocToM PH,
IpUYeM KOHCTaHTa PACTBOPUMOCTH YACTHIl CEBEPHOTO cliefa U 0ToOpaHHbIX K tory oT YHADC Obuia

BBIIIIC, YEM Y YAaCTHI] 3aI1aTHOT0 YePHOOBUIbCKOTO ciena (puc. 19, ypaBHenus 6, 7).
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0.01 |-

Puc. 19. Koppeﬂﬂuuﬂ KOHCmMAaHrm pacmeopumocmu moniueHblx 4acmuy ¢ KUCJ10nHoCnbsio no4esl

[128].
log kcepepuior = (1,5 £ 0,4) — (0,42 £ 0,07) - pH, (6)
10g koanan = (1,4 + 0,3) — (0,51 + 0,06) - pH. (7)

[lepuon momypacTBOpPEHUsI Pa3HBIX BUIOB YPAHOBBIX TOIUIMBHBIX «TOPSUUX» YACTHUIL
cocrasisteT 1-14 ner mus yactui UO2+xu 7-70 net mist wactur UO2 [34,69]. PactBoprMOCTh T0BOJIBHO
CHJIBHO 3aBUCHUT OT pH: ipu OTKJIOHEHHH OT HelTpanbHoro 3HaueHus pH (5—7) 1o 4 u 9 pacTBOpUMOCTh
YBEJIMYUBAETCS B TPU pasa; B kucioil cpene (pH 3) pacTBOpUMOCTh YaCTHUI] TUOKCHIA YBEITHUHUBACTCS
Ha nopsiaoK — 10 20% wactuil 3a 342 nus. B ciayuyae okucieHHbIX "acTuil TormBa 10 80% dacTuil

pactBopsitotes B kucioi cpeze (pH 3) 3a 342 nus.

Kuneruka PAaCTBOPEHUA OKCHIAO0B YpaHa U «KTOPAYHUX>» YaCTHI B UMHUTATOpAaXx

KHIAKOCTeE OpraHu3iMa 4e€jJ0B€Ka H peaJIbHbIX OMOJOTHYECKHUX AKHUIKOCTHAX

Pabora Kapchepa u coaBropoB [129] mocBsieHa HCCICIOBAaHUIO CKOPOCTH PAcTBOPEHHS
JMOKcUAa ypaHa B uMutatope kenynounoi skuakoctd (0,2 % HCI) u B xenmymnouHoil sxumkocTu
yenoBeka. CKOpocTh pacTBOopeHus nuokcuaa ypana B 0,2 % COJISIHON KHCIIOTE Ha TPETh OOJIbIe, YeM B
KEITyTOYHON JKUAKOCTH, U Ha 3Ty CKOPOCTh OYEHBb CHUJIBHO BIUSIOT PA3JIMYHbIC MPOAYKTHI TUTAHUS U
NUILeBble 100aBKH, HampuMmep, J00aBieHHe OONbIIMX O00BEMOB MOJOKAa CHIKACT PacTBOPUMOCTH

JAUOKCHU]JIa YpaHa B UCCIICAYCMBIX CpClax.

B pabote I'epctmana u coaBropoB [130] m3yuanach pacTBOPHUMOCTH «TOPSYHMX» YacTHI[ Ha
OCHOBE JUOKCcH/a ypaHa (coopanHbIX B KOCOBO) B OMOTOTHYECKUX KUIKOCTAX (JIETOYHOM U KUTIICUHOM )
U uxX 1030BbIA 3(hdext B opranuzme. M B nE€rodyHoi, U B KEIYTOYHOU >KUIKOCTH HAOIIOAACTCS

paszeneHre Ha OBICTPO W MEIUIEHHO pacTBOpuMyto (pakiuu. Jlons ObicTpopacTBOpUMON (pakiuu
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(ckopocTh pacTBopenus 6,69 mueit!) cocraBuna 0,366. CKOpOCTh pacTBOPEHHS MeJIEHHO PACTBOPUMO
dpaxrmu cocrasmna 0,0001 nueit™. ViensHas 103a, omydaeMasi IpH MOMAAHUH BHYTPh OPraHU3Ma,
cocraBuna 3,7-10° (3B/Bk). Okono 2% o00eIHEHHOTO ypaHa COpOMpYyeTcs Ha CTEHKAX JKETylKa M

KHIIICYHHUKA.

Bosee moapoOHO KMHETHKA PACTBOPEHMS IMOKCHIA ypaHa B JIETOYHOH KHUJIKOCTH M3ydeHa B
uccienoanuu CTokB3Ia U coaBTOpoB [131], roe Hapsimy ¢ aHaIM30M DKCIIEPUMEHTAIBHBIX JTAHHBIX
TaKKE PACCMATPUBAIOTCA HECKOJIBKO METONOB MOJEIMPOBAHMS MPOIECCa pacTBOPEHHUS. 37ech

UCCIIeI0BATEN M TaK JKE BBIICIHIN B OKCHIE (Da3bl ¢ pa3HOil CKOPOCThIO pacTBOpeHuUs (ypaBHeHHE 8).

— Ayt —Ast
Yu=frre T+ forem5 (8),
IA€ Yu — J0JI1 HEPACTBOPEHHOIO OCAJKa, YKCIEPUMEHTAIbHBIE 3HAYCHHS I1apaMETPOB PACTBOPEHHUSA

fr=0,19, fs = 0.81, A 1 As — KOHCTaHTBI CKOPOCTH PACTBOPEHUS COOTBETCTBEHHO OBICTPO M MEJICHHO

pPacTBOPSIOUINXCS KOMIIOHEHTOB 0CaJIKa.

B pabore [132] omnmcana KHHETHKAa TMpoliecca pacTBOPEHHs JHOKCHAa ypaHa B
busnogoruuecKoM pactsope, umMutatopax xenyaounoi (0,1 M HCI) u nérounoit )uaKOCTEH, a TakKe
B IUCTHILTMpOBaHHOM Boje (puc. 20).

E‘ 0.1M HCL
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Puc. 20. Kunemuueckue kpugvle pacmeopenus OUOKCUOa ypauna 8 UMumamopax pasiuiHvlx

buonoeuueckux scuokocmeti (SLF — uckycemeennas nézounas scuokocms) [132].

PacTBOpUMOCTE M CKOPOCTH PACTBOPEHHUs AMOKCUIA YpaHA YMEHBIIAETCA B PALY JIETOYHAs
KUAKOCTD — (PU3MOTOTHUECKHM pacTBOp — JUCTUIUIMPOBaHHAs Boja. Bee 3aBUCMMOCTH TPU ’TOM UMEIOT
cXoxuil B — Bo3pacrarue 110 skcrionente (F = f-exp ), rne f — nons ypana B TpyasOpacTBOpHMOit
dopme, K — KOHCTaHTa CKOPOCTH peakI[K PACTBOPEHUS) C BBIXOJIOM Ha Iu1aTo. [lepes KaxIpIM I1aTo

Ha6J'IIOI[aJ'II/ICL JIOKAJIbHBIC MAKCUMYMbI KOHICHTPALIUX YpaHa.
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[33] npoBommim ompenereHUEe PACTBOPUMOCTH — a3PO30JIbHBIX

IIepHO6[>IJ'IBCKI/IX «ropAYUX» YaCTHIL B UMUTATOPAX JIETOYHOM KUJIKOCTH. MCTOI[OM aBTopannorpachH

OonmpeaAcININ pa3MEp 4YaCTHUll A0 M II0CJIC DSKCIO3HIOHWH B HMHTATOPaAX JIETOYHOU KUIAKOCTH IIpHU

KOMHATHOW TEMIIeparype.

conepxanus 'Cs, 9Sr u 239+249py g pactsope.

PactBopuman dpparuma

PacTBOpUMOCTh 4acTULl KOHTPOJIMPOBAIM C IIOMOILIBIO H3MEPEHUHI

= B0 _SLF G ¢ Mg _SLF G a B9M0py _gIFG
B¥7cs — SLF M 5y - SLF M 4 BMpy _SIFM
08 - 3
07 =
.
06 ~ =
0.5 —s
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e i
0 T—=—"5"= R S— e
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OTHOLWEHMe aKTUBHOCTen 137Cs/239+240py
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Puc. 21. Pacmeopumas gpaxyus *'Cs, 2Sr u 2°*240Py ¢ pacmeope I'mbna (SLF G) u 6

MOOupuyuposanrom umumamope ne2ounou sxcuoxocmu (SLF M).

ABTOpBI OTMCTUIIN OTCYTCTBUC CYILICCTBCHHBIX pasnnqnﬁ B peE3yJibTaTaX 3KCIICpUMCHTA JI

JIBYX Pa3HBIX HIMHUTATOPOB JICTOUHBIX )KUIAKOCTEH (prc. 21). bbuia ycraHOBIEHA CKOPOCTh PACTBOPCHUS

U 105151 OBICTPO PACTBOPUMOI U MEJICHHOM pacTBOpUMON (pakimii (Tadbnuua 4).

Tabnuya 4. Ilapamempul dgyxxomnonenmmuoii mooenu evixooa > Py npu pacmeopenuu

«20pauUxy wacmuy 6 cumyasmopax ne2ounou scuokocmu (SLF) [33].

Howmep

oOpasna

11
12
15

16

Tun SLF

Houst ObICTpO

[>M60/Moaud  pacTBOpUMOit

HIIUPOBAHHAA

r

bpaxun, %
0,415+0,052
0,300+0,016
0,635+0,034
4,09+0,22
3,00+0,20
0,702+0,059

0,94+0,12

Bpewmst pactBopeHus Gppakuuu, THA

beicTpo pacTBOprMas

8,143,2
8,0+1,4
5,1+1,3
0,384:£0,034
1,03+0,30
5,6£1,6

6,6=1,2

MenneHHo

pacTBOpuMas
>10000
>10000
>10000
6000+3200
>10000
>10000

>10000
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B pabore [133] uccnenoBanu 3aBUCHMOCTh PACTBOPUMOCTH B IMUTATOPE JIETOYHON JKUAKOCTH
OKCHJIOB ypaHa OT MAacCOBOH MeauaHbl a’poguHamudeckoro auamerpa (MMAD) uactun (puc. 22).
[TpsiMoii CBSI3M MEXTy PACTBOPUMOCTBIO U pa3MEPOM YaCTHIl OKCHJIOB ypaHa B paboTe 0OHapy:KEHO He
ObL10, ¥ OB C/I€IaH BBIBOJ O OOJIBIIIEM BIMSHUYU TEMIIEPATYPHBIX YCIOBHIA, Y4EM pa3Mepa YacTHUIl Ha UX

HIOBE/ICHKE B PacTBOPE.

Ao B
r_ MMAD og
A 26 I3
- © B 26 1.31
T T conu 2. 00
8 3.8 B _» gso— D 58 2.86
> > E 57 205
[o) (o]
—_ —_
[e) o] D
I I
T . T
v T
T MMAD og p T c
Q [ 3
= 52 226 1047
o 52 2.26 047 @O
o0 m
= ob 6.3 220 993 X |_
O\o 7.4 206 10.3! 0\0 p-T.71 gem3
74 2.06 10.3l
p-7.09 gem3
A
8 | .
| 1 i I | ! i i | [ [ 1 |

10 = 50 40 =0 o 2

Bpemsa, gHu Bpemsa, oHu Bpema, gHu

Puc. 22. Kunemuxa pacmeopenus UO3 (A), UsOg (B) u UO3 (B) [133].

B pe3ynbraTe aHanu3a IUTEpATYPHBIX JAHHBIX MO MOBEICHUIO OKCUIOB YpaHa B Pa3jIU4HbIX
cpefax MOXHO clenath cieayromue o0o0menus. C yBeIMYeHNEM CTENeHH OKHUCICHHs ypaHa ObLI
OTMEUYEH POCT PACTBOPUMOCTH OKCHAHBIX YAaCTHUIL, MpPU ATOM KOPPEISLUU adpPOJUHAMHYECKOIO
JMaMeTpa 4acTHUI] U CKOPOCTH PACTBOPEHMsI OOHApyXeHO He Obu10. TpHOKCHA ypaHa ObLT OTHECEH K
BEIIIECTBaM, UMEIOIIUM CpeIHIO pacTBOpUMOCTh, a U3Og n UO2 — k npakTuiyecku HepacTBOPHUMBIM.
Paznuumii Bo BIMSHUM cOCTaBa MMUTATOPOB JIETOYHBIX >KUJIKOCTEH HAa pacTBOPEHHE YPaHOBBIX
MHUKpPOUYACTHI] OOHapyXKeHO He ObLI0. PacTBOPMMOCTH M CKOpPOCTH pPAacCTBOPEHHUsS IHMOKCHIA YypaHa
YMEHBIIAETCS B PSJIy JKEJIyIOUHas )KUJKOCTh — JIETOYHAs KHUJKOCTh — (PU3NOJIOTHUECKUIN PacTBOp —
TUCTUIMpOBaHHas Boja. IIpyu pacTBOpeHHH MUKpOYACTHUI] OKCHIOB ypaHa HaOIogaeTcs pa3eieHne

Ha OBICTPO M ME/IJICHHO PACTBOPUMYIO (PpaKIIvu.
1.3. MeTobl MOUCKA «TOPSIYMX) YACTHII M aHAJIH3a (DOPM ypaHA B «TOPSTUHX)
YacTHIIAX
[Mowck W aHAU3 «TOPSYMX» YACTHI[ B MPUPOIHBIX MPOOAX MPOBOAST C HCIOIB30BAaHHEM
HEpa3pyIIAINX paauorpa@uIeckux U PagioMETPUISCKAX METOJIOM, TaKUX Kak aib(a-TpeKoBas U

udposas paguorpadus, ramma-criekrpomerpus [27-29,33-35,38,39,60,61]. Taxke nmpoBoasTcs 6oee

TOHKHC HCCICAOBAHUA OTACIIBHBIX «TOpAYUX» YaCTHUL TAaKUMH MCETOHJAaMH KakK POM ¢ PCMA,



38

CIICKTPOCKOIINA PCHTTCHOBCKOI'O MOTJIOMICHUS, CIICKTPOCKOIINA I(OM6I/IHaI_II/IOHHOFO pacceiaHund, Macc-

CHEKTPOMETPHS BTOPUYHBIX HOHOB.
1.3.1. Tlouck «ropsiuux» YacTHUIl B MOJEBbIX YCJIOBHAX

Jli1st 0TOOpa «TOPSTYUX» YACTHUI ONPEIEIISIOT YYaCTOK ITOYBHI MJIH JOHHBIX OCAIKOB, B 00JIACTH
KOTOPOT0 HAOII0JaeTCs MOBBIMICHHAS MOIIHOCTD SKCIIO3UIIMOHHON JI03BI, 10 CpaBHEHUIO ¢ poHoM. Ha
00HapYEHHBIX Y9aCTKaX U3MEPSIOT IUIOTHOCTh MOTOKA ainb(a-yacTHIl ISl TOTO, YTOOBI ONPEICIIUTh
HAJIMYKe alb(a-u3IydaronuX paJuoOHyKIHIOB B IOYBE, TAK KaK «TOPSYHE» YACTHIIBI YaCTO COJIEPIKAT
B cebOe anbda-uznydaresu (TOmIUBHbIE YacTUIbl) [28]. MHANKaTOPOM BO3MOKHOTO HAJTHYHUS «TOPSUHUX»
YaCTHII B IIOYBE SABJIAETCS MPUCYTCTBUE 2*LAM, KOTOPBIH MOKET OBITH 0OHAPYKEH C TOMOIIHI0 TaMMa-
cnektpomerpuu [134]. IIpu or60ope mpo0 ¢ 1ebI0 MOKCKa YaCTHUI] B 30HE OTUYKACHUS YepHOOBLIHCKON
ADC nmocTaTo4HO MPOBECTH OTOOP MOYBBI B PhiKeM Jiecy, Bo3iie 00bekTa «YKPBITHE» («ApKa») WiH
JIOHHBIX OCAJIKOB MPY/Aa-OXJIaJUTENsl, He PYKOBOJCTBYSICh 3HAUEHHUEM MOIIHOCTH JO3bI, MOCKOJIBKY
YKCIIO «TOPSYKX» YACTHIL B 3TOM 30HE 10BOJIbHO Benuko [23, 109]. Yacto a1 or6opa mpod UCIob3yroT
METOJI «KOHBEPTay», KOTOPBINA 3aKIIF0UaeTCs B Pa3/ICJICHAH y4acTKa Ha KBaJpaThl U 0TOOPE TOYBHI WIIH
JIOHHBIX OCAJKOB B IISITM TOYKAX: B IIGHTPE KBajpaTa M €ro yriax JUis TOrO, YTOOBI IMOJHOCTHIO
NPOAHAIM3UPOBATh JAHHBIM ydacToK. /i1 Oojiee IeTabHOrO PacCCMOTPEHUST BEPTUKATIBLHON MUTPALIUU
PaMOHYKIIUJIOB U «TOPSIYUX» YACTHUI[ MPOBOJSAT W3BJICUYCHUE KEpHA B JAHHBIX TOYKAX, IMOCJIE YEro
nocsoiHo ero pasaensior [135]. s Oosee TOYHOMN JOKAIM3AIMN «TOPSYCHY» YACTHUIBI TPUMEHSIOT

H0JICBO# H03uMeTp-Koiummarop [28].
1.3.2. Iudposas paauorpadusi 1jisi IONCKA M OHEHKH AKTHBHOCTH «TOPSTYHX» YACTHIL

HagexxubiMm MeTomoM oOHapykeHus «ropsyux» dvactun (puc. 23) W BU3yalu3aluu
MPOCTPAHCTBEHHOTO pacClpe/elieHuss aKTUBHOCTH B TMPo0ax OKpyXKarolled cpenbl sBIseTcs
aBTopaauorpadus, BKItoJaroas aibha-TpekoByro paauorpaduio, GoTodMyI-CHOHHYIO U ITH(DPOBYIO
paauorpaduio C HUCMOJIb30BAaHUEM THOKMX 3aracaliiux miacTuH tuma Imaging Plate [136-141].
Haubonee mpocThIiM U ITUPOKO MCTIOIB3YEMBIM METOIOM JIJISI TOUCKA «TOPSTUMX ) YACTHIL SIBISIETCSI METOJT
uppoBoi paauorpaduu ¢ UCIOIH30BAaHHEM MHOTOPA30BBIX TMOKHX 3alacaroniux IiiacThH, Imaging
Plate (manee IP) [142—144]. DToT MeTOA, OCHOBAHHBIN Ha (POTOCTUMYIUPOBAHHOM AKTHBAIIUU CIIOS
kpucTaios momuHodopa Ba(BrF)(Eu®"), mo3Bonser oTIMuuTh J0KaIbHOE CKOIJIEHHE PAJHOHYKIIHIOB

OT ApYrux GOpM PaTUOHYKIUA0B, paclpeeIeHHbIX paBHOMEPHO [3].
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8 Mm : 8 Mm

Puc. 23. qugpposas aemopaduozpaghusi 06pasyos nousvr Cemunaiamuncko2o noiueoHa;

Obpaszey epynma Ground Zero (A) u ocadox Tenvkem-2 (B). Bpems sxcnosuyuu cocmaguiio

4 ons [145].

Herexktop Imaging Plate mpencraBnsier co0oil TpeXciOWHBIC IUIACTHUHBI, COCTOSIIUE W3
MOJJIOKKH, YYBCTBUTEIBHOIO W 3aLIUTHOrO C€J0sA. UyBCTBUTENBHBIN CIIOM COAEPKUT JIFOMHUHOGDOP
BaF(Br,l), nonuposanusii EU?*. Peructpanus cUrHana IpOMCXOAHT 3a CUeT BEIOMBAHHS DIEKTPOHA U3
o6osnouku EU?* compooskaaromerocs mnepexogoM B EU3*. BbIOUTBIH 57I€KTPOH MEPEXOAUT B 30HY
IPOBOJUMOCTH KpPHUCTaJUIA-IFOMUHO(Opa M 3aXBaThIBACTCS BAKaHCHSMM KPUCTAUIMYECKOH pereTKu
(ueHTpnl okpammBaHus win F-nentpsl). Ilpu ¢orocTMMynupoBaHHOM pacnaje MeTacTadMIbHOIO
COCTOSIHHS 3JIEKTPOH MEPEXOAUT Ha 06004y esporus (EUS" B EU?"). DToT mponece conpoBoskaaeTcs
ucnyckanueM (oToHOB ¢ AnuHON BoaHbl 390 HM, KoTopble nonaaatT Ha PIY. [lng doTocTumynsauuu

ucnosib3ytor He-Ne nazep [146-149].

Cuctema nudpoBoit paauorpaduu (puc. 24) COCTOUT U3 aHATU3UPYEMOTo 00pasla, 1eTeKTopa
n3o0paxeHus (rubkas 3amacarolias IUIACTMHA) M CUUTHIBAIOIIErO YCTPOMCTBA (J1a3epHBI CKaHep),

KOTOpOe mpeodpa3yeT n300pakeHue B iudppoBoii hopmar.
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Puc. 24. Cxema npoyecca ckanuposanus 3anacaroweii Niacmunbl U noay4eHus yugposoco
usobpaxcenus: 1 —nazep, 2 — onmuka ¢popmuposanus nyuxa, 3 — 3epkaio, 4 — pomoymuooscumern,

5 — punvmp, 6 — onmuka coopa céema nomurecyenyuu, 7 — 3anacarowas niacmura [147].

udposas panuorpadus IETEKTUPYET COBMECTHO aib(da-, Oera-, raMmma- ¥ KOCMHYECKOE
u3nydenune. CymecTBYIOT METOAbl JAUCKPUMHHAIMHN — ajb(a-u3ydeHuss OoT Oera-, ramma-,
PEHTIE€HOBCKOI'0 M KOCMMYECKOT0 10 XapaKTepy MHTEHCUBHOCTH HAKOIUIEHHOI'O CUTHAJIA B TPEXMEPHOU

nuarpamme [150]. DTo TpyaoeMKHit METO T, UMEIOIIUI HEOAHO3HAYHYIO HHTEPIIPETALIHIO.

Hudposas paguorpadus ¢ IP sBiaseTcss He TONBKO HATMSIHBIM METOJIOM MOUCKA «TOPSUNX)
YacTHll, HO M JaeT KOJIMYECTBEHHYI0 HH(pOpManuio 00 aKkTUBHOCTH MpoObl. [lng mepexoma oT
KaueCTBEHHOU BU3yaJIU3aIlUU pacrpeneneHus AKTUBHOCTH K
KOJIMYECTBEHHOMY/TIOYKOJIMYECTBEHHOMY ~ aHaju3y  paauorpauueckux  JaHHBIX — H3YYalOT
3aBUCHUMOCTh PEaKIMU 3alacarolledl MIacTUHBI OT pa3NuYHbIX mapameTpoB. Otkinuk IP Ha curnan
OJIMHOYHOM anbda-yacTuisl B padote Lleiiccnep u coaBTopo 2001 rona B yeTbipe pas3a IpeBbIIIal
OTKJIUK OJIMHOYHOM OeTa-dacTuiibl [150]. 3aBHCHMOCTD OTKIIMKA 3aracarolieil MiIacTUHBI OT aKTHBHOCTH
CTaHIapTHOTO UCTOYHHKA (puc. 25) ObiTa mokazaHa B pabore [151], a 3aBUCHMOCTh CHTHAa OT J03Bl,
MOTJIONICHHON TUIACTUHOW, KaK aHauora J03bl, MOTJIOMIeHHOW koxeil Ha rmyoune 0,07 mwm, Oblna

npoananusupoBana ['oHcanecoM u coaBTopamu [152].
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Puc. 25. Kanubposka 3anacaroweii niacmumbl no akmueHoCmu cmaioapmuozo ucmounuxa =’ Cs

[151].

VY CTaHOBJIEHO, YTO TIPH OJHMX M TeX K€ 3HAYEHMAX 03 OTKIMK Ha 0eTa-dacTHIEl oT *4/Pm
(cpenuss sueprus 224,1 xkoB) 6611 Ha 68% 1 35% BbIIIe, YeM Ha GeTa-4acTHIIBI “°St (CpeaHsAs IHEPrus
B-pacmama 546,0 k3B) u ®Kr (smeprus 687,1 k3B), cOOTBETCTBEHHO. JTO OOBACHAECTCS PA3TMUHOM
3¢ (HEKTHBHOCTBIO PETHCTPAIH U3TyUSCHUH dTUX PaIUOHYKIHIOB. BusHUEe TeMIiepaTyphl SKCIIO3HIIAN
o0pasiia Mmoka3ajio Xopolee coriacue ¢ ypaBHeHueM AppeHuyca B auana3one temmeparyp 0—40 °C
[153,154]. C TeyeHnem BpeMEHHU KOJHUYECTBO CHCTEM JIOBYILIKA-3JICKTPOH YMEHBIIAETCS B PE3yJIbTaTe
TETUIOBBIX MPOIIECCOB B KPHUCTAILIE JIIOMUHO(OPA. DIEKTPOH MOXKET MOIYYHUTh TEIUIOBYIO DHEPTHIO,
JIOCTATOYHYIO JIJISl pa3pyIICHUS CBS3H ¢ F-1ieHTpoM, TodToMy 3P PEKTUBHOCTH 3aTyXaHHsI BO3PACTAET C
BO3pacTaHueM Temreparypbl. B crathe [147] mokasanu, 4yTo mMpH W3MEHEHUH TemiiepaTypsl oT 20 10

25 °C curnan n3smensercsa 10 7%.

B uccrnenopanusax Uen u Hkexapa ObTO JOKa3aHO, YTO BpeMs HAXOXICHHUS TIIACTUHBI B
TEMHOTE TOCJIe KCTIO3UIMU 00pa3lia BIMSIET Ha OTKIMK 3amacaromieil miactunbl [155,156]. beuto
OOHapy)KEHO 3aTyXaHW€ CHTHajla CO BpEeMEHeM. 3aTyxaHue 3amenisiioch mocie 100 MuHyT
BbiAepkuBaHus. K 250 MuHyTaMm BbIIEpKUBAaHUS B TEMHOTE OCTAJIOCh TOIBKO 63% MCXOIHOTO CUrHaja
[156]. Ins anbda-u3nyueHus 3aryxaHnue ObUIO BbIIIE, YeM s OeTa-u3aydeHus, a oxyaxjaenue 10 5 °C

yMeHbIano 3aryxanue [155].

Bxnan ¢onoBoro msmyuyenus (puc. 26) B mosnesHslii paauorpauyeckuil CUTHAN H3ydascs
eiiccnep u Jlunacrpemom [150]. Tloka3aHo, 4To MHTEHCHBHOCTH (poHOBOro M3iydeHus (PSL/mm?)

HEJIMHENHO 3aBUCHUT OT BpeMeHH (9).

PSL = 0,0294 + 0,0642¢06063 | (9)

m2

ac PSL/mm2 — JTO 3alacCHHas JIOMHUHCCHCHIHMA B CAWMHUIIC INIOIIaaM I/I306pa)KeHI/I$I, t — BpEMs

OKCIIO3UIIHH.
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Puc. 26. @onosoe 3azpsasnenue sanacaroweti niacmunst npu 0-1560 uacos evioepacusanus [150]

B Tom xe uccnenoBanuu ObLT CI€TaH BBIBO, YTO, YEM BBIIIE YPHEPTUs U3TYUeHHUs], TeM Ooliee
BbIcOkMi auanazoH PSL (photostimulated luminescence, dboTtocTumynupoBaHHasE JFOMUHECIICHIIMS)
Obu1 3apeructpupoBad [150]. PaccesiHue n3mydeHus Mpyu perucTpaluy ¥ CKAHUPOBAHUH M300paskKeHUs
usyuanu ['orcanec ¢ coaBropamu u LBetiniep [149,152]. [Ipenen ooHapy)eHus 0buT n3ydeH Koynom u
coaBropami [ 138] — koHILIEHTpaIKs TPUPOTHOTO YpaHa UK TOPHs B TPOOE OKPYKAIOIEH Cpeibl JOHKHA

npesbiarh 5-10 ppm. [IpocTpancTBeHHOE pa3pelieHrne cocTaBuseT 1 MM.

Hcnonb3ys Meton uudpoBoil paauorpadguu, BO3MOXKHO YCTAaHOBUTH paclpeieieHHue

AKTHBHOCTHU BHYTPHU «TOpsYeii» YacTuiibl (puc. 27).

Puc. 27. POM-uzobpasicenue u yugposas paouozpagus ocmekiosanHou «2opadeiy vacmuywl (Poxu

Davmc) [142].

WNudopmanuio o TIIOTHOCTU 3arps3HEHUS] MOUYBBl «TOPSYMMU» YAaCTULAMH MOXXHO KOCBEHHO
OTIPENIENIUTh PA3ITUIHBIMA METOJaMH, B TOM YHCJIE TaMMa-CIIEKTPOMETPHEN — C JeTICHHEeM aKTHUBHOCTH
YacTUI] HA aKTUBHOCTh 00paslia, MOCIeI0BaTEIbHBIM BHIIIEIaYNBAHUEM — IPOIEHTOM OCTaTOYHOU
¢dpakuuu u paguorpadueit [29,157-159]. B paborax [157,158] metonom umdpoBoii paauorpaduu c
UCITIOJIb30BaHUEM 3amacaronux miactTuH Imaging Plate onpenensim Bkax 1e3UeBBIX YacTUI (aBapus

Ha ADC @ykycuma) B aKTUBHOCTb Pa3IMYHBIX (PAKIIHMi TOUBHI HA 3arpsI3HEHHON TEPPUTOPHH.
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1.3.3. Aab¢pa-TpexoBas paauorpadus A5 noucka u anaausza 'l

Meton anbda-TpexoBoil paauorpaduu — OAMH U3 YAOOHBIX HEpa3pyLIAIOIUX METO/I0B
aHayM3a anbga-u3nydariux 00bekToB. OH OCHOBAH Ha TOM, YTO alib(}a-4acTUIBI TP NIEPEMELICHIH B
cpelie IUAIEKTPUKA OCTABJIAIOT B HEM JIOJITOKUBYIIMH i€l OBpeXaAeHUsa. Ero MOXHO yBUIIETh IpU
IIOMOIIY ITPOCBEYMBAIOUIEH AJIEKTPOHHONH MMKPOCKOIMH, €CJIM TPEK JOCTAaTOYHO WIMPOK, WIM IpPU
MIOMOIIN ONTHYECKOT0 MUKPOCKOIIA [10CJIE€ TPABJIEHUS IETEKTOpA B OIIPEIEICHHBIX YCIOBUsIX. B citydae
MOJIMKApOOHATHOTO JIeTeKTOpa aib(a-yacTulia pa3pyliaeT MOJUMEp, BCIEACTBHE 4Yero oOpasyroTcs

CBO60,I[HBIC paduKaJbl. ITosiBaseTcs CKpBITBIﬁ TPEK JTUaAaMETPOM OKOJIO HCCKOJIBKUX HM.

A
V2 v/
x
% //k/ [ / E
©
o
v
Q = = JHeprua anbda-vyacTmubl
&

dHeprua anbda-vyacTmubl

Puc. 28. (A) Omanwvi mpasnenus mpexog anvgha-uvacmuy ¢ paznoii suepeuell, U0 8 paspese.

(b) 3asucumocmo hopmbl AmKU MpasieHus Om IHEPSUL.

Jlia mpoBeneHus anbga-TpeKoBoi paauorpaduu IpoBOAIT SKCIOHUPOBaHHE o0pa3la ImyTemM
HAJIOXKEHMSI JIETEKTOpa Ha aHaJIU3UPYEMBbI OOBEKT: CTaHAAapTHBINA 00pa3el WM NPUPOIHBIA OOBEKT.

Merto/ He mpeycMaTpUBaeT CreNHalIbLHOM MOArOTOBKH mpooObl [160].

[Tocnme oOpa3oBaHMsI CKPBHITBIX anb(a-TPEKOB JAETEKTOp IMOJABEpPraerTcs TpPaBIEHUIO.
[MTapannensHO MPOUCXOAAT ABa MPOIIEcca TPABICHU: 00IIee CTPaBIMBAaHIE TIOBEPXHOCTH JIETEKTOPA U
TpaBJICHHE CKPBITOTO Tpeka. Ha pucynke 28 A mpejicTaBlieHBI dTalbl TPABJICHUS CKPHITOTO TPEKa.
CHavaJia mpOMCXOJUT KOHHYECKOE CTPABIMBAHUE BJIOJIb CKPBITOTO Tpeka. [Tocie mpoTpaBiuBaHus 10
KOHI[A IPOMCXOIUT 00pa30BaHKE MIAPOOOPA3HBIX YIIUPEHHUI Ha KOHIIE SIMOK TpaBiieHus. Tpeku anbda-
YacTHIl C pa3Hol sHepruelt OynyT uMmeTs pasHyto hopmy (puc. 28 b). Obnanaromas 60bIIel YHepruei

YacTHUIla OTCTaBlisieT Oojiee JUIMHHBIM CJea B JIETEKTOpE, a KOJIMYECTBO TEPENaHHOW JHEPTUU B
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KOHKPETHOW TOYKE JETEKTOpa 3aBUCUT OT INIyOWHBI NMPOHUKHOBEHUS aib(a-yacTULBl B JCTEKTOP

(puc. 29). ®opMma SIMOK TPaBJICHHUS 3aBHCHUT OT yrJia MajeHus aib(a-4yacTUIl Ha JETEKTOP.

35

— .
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T'nybuna e gerexrope CR-39, mrm

Puc. 29. 3asucumocmo aunetinou nepedauu suepauu om 2nyounsvt demexmopa CR-39 ons uacmuy ¢

pasznotui suepeueti [161].

TBepnorenbHbie TpekoBbie neTekTopsl (TT/l) abcomtoTHO HEUYBCTBUTEINBHEI K O€Ta-, U raMMa-
u3nydyeHuto. OHM MO3BOJSIOT MPOBOAWUTH JUIUTEIbHBIE H3MEPEHHs, OTCYTCTBYET HEOOXOIUMOCTh
MCIIOJIb30BaHUS JIEKTPOHUKH BO BPEMSI SKCIIOHUPOBAHUS 00pa3IoB. ITU IETEKTOPHI OTHOCATCS K THITY
YCTPOMCTB maccuBHOTrO HakormieHus [162]. [lpu momom 0-TPEeKOBOTO JETEKTOpa BO3MOKHO
OOHApYXUTh alb(a-u3Iydaronue paauoOHyKIUIbl ¢ 000 dHEepruei anb(a-dacTwil B MPUPOIHBIX

o0pasiax u JeTeKTUPOBATh «rOPsAYHEe» YacTUIlbl B ipode [163].

Anbda-TpeKoBbIil aHATM3 MOXKET PUMEHSATHCS U IS OLCHKH SHEPTUH alb(a-u3ydeHus Iis
BO3MOXKHOTO OOHApy»XCHHUsI ONpPEIeTCHHBIX alb(a-u3IyqaroliuXx paJdOHYKIUJOB B pealbHBIX
oOpasuax. [IpeumymectBeHHO, MeTon  anb(da-TPeKOBOM  paguorpa@uu  MNPUMEHSIOT  JJs
KOJIMYECTBEHHOTO OMPE/ICICHNs pPaJjoHa B BO3/yXe MO MOJACYETY uyKcia aibha-TPEeKOB Ha JIETEKTOpe
[164], omnako ecTh u japyrue obnactu npuMeHeHus. Tak, Hampumep, B pabore [160] (puc. 30)
WCIIOJIb30BAJIH 3TOT QHAIU3 JUTS OMIPECIICHHs COCTABA U JIOKATM3AMH PATHOaKTUBHBIX YaCTHUI] B TKAHU

JICTKHUX YCJIOBCKA.
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Puc. 30. Cooeporcanue anvgha-akmusnuix sioep okpye mpaxeu 8 neckux Kypuivuuxa. Cpeownsisn

akmusrnocms cocmaensiem 2,2 mbk. [160]

B psnme pabor mpoBoamiu anb(a-CIEKTPOMETPHIO C HCIOJIb30BaHHEM alib(a-TpeKoBOro
anamu3a [161,165]. s npoBenenus aHanuza usmepsid oT 300 TpekoB I CTaHIApTHOrO obOpasiia.
Usmepsuin uimHy [161] wim nuamerp ymmMpeHuss Ha KOHIE SMKM TpaBieHus tpeka [165]. Tlo

pacronoxeHuro Makcumyma GyHkin ['aycca (puc. 31) onpenesnsuim SHEPrH0 YaCTHIIBL.

HHono TREROE
HHono TREROE
[=]
i

Juametp, MEM Juamery, MM

Puc. 31. Pacnpedenenue ouamempos aMox mpasienus 6 cmanoapmuwix o6pasyax *°Pu u ***Am ¢

UCNONIb308AHUEM OUAMEMPA YUUPEHUs. HA KOHYe AMKU mpasienus antbgpa-mpeka [165].

1.3.4. PacrtpoBasi 31eKTPOHHAS MUKPOCKOIHUSI C PEHTIeHOCTIEKTPATbHbIM MUKPOAHAJIN30M

JJIS YCTAHOBJIEHUS MOP(]OJI0OTHH U 3J1eMeHTHOro cocrasa '

Kpome MeTon0B, HEMOCPEACTBEHHO CBA3aHHBIX C PaJUOAKTUBHOCTBIO, ISl HEPA3pyIIAIOMIETO
aHaJM3a peaJbHBIX OOBEKTOB, MPEAINOJIOKHUTEIBHO COAEpPKAIIUX PaJIUOAKTUBHBIE YaCTHUIBL,
IIPUMEHSETCA PACTPOBas JJIEKTPOHHAsT MHUKPOCKOIIHMS W PEHTICHOCIEKTPAIBHBIA MHUKpPOAHAIN3
(POM-PCMA). IIpu momomu 3TOro aHajau3a ONPEAEISIOT KAueCTBEHHBIM M MOIYKOJINYECTBEHHBIN
AJIEMEHTHBIM COCTAaB MPUPOJHOTO OOBEKTa, a TaKKe, MOIY4aloT H300pakeHHs] C TMOAPOOHBIM

npejcTaBieHreM o GopMe, pasMepe U XapakTepe MoBepxXHOCTH yacTull [6,19,34].
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MeronoM pacTpoBOl IEKTPOHHOM MHMKPOCKOIIMHM YCTaHABIMBAIW JHANa30H DPa3MEpoB
YepHOOBIIbCKMX TOIJIMBHBIX YACTHUIL: OT CYOMHKPOHHOIO pa3Mepa 10 COTE€H MHKPOH B JHAMETPE,

YaCTHUIBI UMEIOT CHEPONIATBHYIO MK HEMpaBUiIbHYIO popmy (puc. 32) [6].

MeTo0M PEeHTIeHOCIIEKTPAIbHOr0 MHUKpoaHaiu3a B padore [19] Obulo ycTaHOBJIEHO, YTO
«ropsTYNe» YePHOOBUTLCKHIE TOTLTUBHBIC YACTUIIBI, B OCHOBHOM, COCTOSIT U3 YpaHa M UMEIOT BKITIOUCHUS
MPOJYKTOB AelieHus (MOIUO/IEH, pyTeHUN, TEXHEIIUH) UM KOHCTPYKIIMOHHBIX MAaTepUAIOB peakTopa
(>kene30, XpoM, HUKEIb, [UPKOHWMA, Meb, IIMHK, KPEMHUH, ATFOMUHUN). 97% TOIUIMBHBIX YaCTHI]
COJICPKHT B COCTaBE, MPEUMYIIECCTBEHHO, ypaH U KUCIOPo, 3% 4acTHUIl SIBJISAIOTCSA pyTeHueBsiMu [19].
B pab6ore [34] u3yuanu rpymiy 4acTHIl, COCTOSIIUX U3 YpaH-IIMPKOHUEBOW MATPHIIbI, KOTOPbIC ObLIN

BBIOPOIIEHBI B PE3YJIbTATE pa3pylIeHUs 3aIUTHBIX 000JI0UeK peakTopa

b B

4,000 10vm ND37 U %2,000 18ra WD33

,080 10Fn ND3?

Puc. 32. A) POM-uzobpasicenue «eopsueity yacmuywvl, omoodopannot & 30 km 30ne soxpye YAIC 6
1987 200y, nonyuennoe 8 pesicume 06pamuo2o paccesnus 31eKkmponos. b) uzobpasicenue, nonyuennoe
C UCNONL30BAHUEM MEMOOA BU3YATUZAYUU PEHM2EHOBCKOU (hIyopecyeHyuu mot dice vacmuywl. B)
POM-uzobpasicenue acpecuposannoti «eopsaueily uacmuywl, omoopanroti & 30 km 30ne okpye YAIC 6

1987 200y, nonyuennoe 6 pedxcume 0OpaAMHO-PACCESIHHBIX 21eKmpoHos [6].

B pa6orax [71,166,167] meTtoq POM ¢ PCMA npuMeHsICS He TOJIBKO JIIS TOMCKA «TOPSUHUX»
YaCTHIl U YCTAHOBJICHMSI UX DJIEMEHTHOTO COCTaBa, HO U JUIsI HEPA3PYIIAIOIIETO BBICICHUS «TOPTIUX)

YacTUI] U3 IPUPOIHBIX 00Pa3I0B C UCTIOIb30BaHUEM MUKPOMAHUITYJISTOPA, BCTPOEHHOT'O B MUKPOCKOII.
1.3.5. I'amMa-cieKTpOMeTPHs «rOPSTYMX» YACTHIL

[ToMrMO BH3yaTU3HUPYIOIIMX METOJOB, IS 0OJ€e TOYHBIX KOJHYECTBEHHBIX aHAJIM30B
COJICpKAaHUS PATUOHYKIUAOB B MPoOE MIMPOKO HCIOIB3YETCS raMMa-CIICKTPOMETPHUSCKUI aHaJIN3.
I'aMMa-crieKTpoMeTpusi SBISICTCS OJHUM M3 CaMbIX PaclpOCTPaHEHHBIX HEPa3pyIIAOIIUX METOJ0B
KOJIMYECTBEHHOTO aHall3a raMMa-u3jydaTeliel, B TOM 4YHCJe, B «ropsuux» dactumax (puc. 33)
[19,34,135,168-170]. Mcmonb3yst TaMma-CIIEeKTPOMETPHUUECKUI aHaIH3 Mpo0 MOYBBI, OTOOPAHHBIX HA
pa3IMYHON rITyOnHE, ONPEACIISIOT BEPTUKATBHYIO MUTPAIUIO pagnoHyKIH10B [135] u mpoBOasAT monck

¥ BBIJICJICHHE «TOPSYHUX» YaCTUI] M3 MPUPOIHBIX CHITYYHX 00pa3iioB MeTo1oM KBapToBaHus [168].



47

2.0x10"

1.5x10" 4

1.0x10" -

LU, Np
LU, Np

MHTeHCUBHOCTb

5.0x10"

0.0+

T T v T L T w T

20 30 40 50 60
dHeprua, KaB

Puc. 33. @pacmenm camma-cnexmpa yepHoObLILCKUX 6bINAOEHULL 8 8epXHeM cloe noussl [135].

["aMMa-CIIeKTPOMETPHS UCIIONIB3YETCS [T aHATU3a «TOPSYMX» YACTHIL C LETbIO OMPEICICHHSI
COZlepyKaHuA PA3IMYHBIX PAJUOHYKIIHIOB M COOTHOIIEHNS UX aKTHBHOCTei: 22 Am/24Cm, 13'Cs/#1Am,
187Cs/%Sr (axTuBHOCTH °Sr OMpeeNnsIM ¢ UCTIONB30BaHMEM METOMA KUAKOCTHO-CIMHTHILISIIMOHHON
crektpomerpun), 2°240py/2Am [168,169,171]. B Gonee paHHMX paboTax Hambolee MOMYISPHBIM
METOJIOM OBIIO m3MepeHue oTHomeHus aktuBHOcTeH 34Cs/3'Cs s omeHKM BBIrOpaHHS TOIUIMBA —
Marepuaia «ropsuux» 4actuil [172]. DToT crmocod MMes BBICOKYIO MOTPENIHOCTh W3MEPCHUN U B
HACTOSIIEE BPeMsI HE MOXET OBbITh MCIIOJB30BaH JIJIS aHAIU3a «TrOpSYHX» YacTHil YepHOOBLIS M3-3a
Majoro mepmona momypacmaga *Cs [173]. Eme omuH Habop pajuOHYKIHIOB, COOTHOLICHHE
AKTUBHOCTEH KOTOPBIX MOXHO WM3MEPUTh TaMMa-CIIEKTPOMETPUYECKH W HCIOJIB30BaTh IS
ONpeNIeTICHUs] BBITOPAHUS TOILUIMBA, CIEAYIOIIMI: SEY/M4Ce m PEU/M*Ce [173,174]. P*Eu/°Eu n
238pyy/239240Py; B HEKOTOPBIX MCCIEOBAHMAX TAKKE H3MEPSIINCH C MOMOIIBIO TAMMa-CIIEKTPOMETPa 1

UCTIOTB30BAJIMCH IS OIEHKHU BhIropanus [169].

B Hacrosmee BpeMs BO3MOKEH aHATH3 COOTHOIIEHMs akTmBHOcTer Z“AmM/¥'Cs, kak
napamerpa Uit TepPUTOPUH MCKYCCTBEHHOTO PaIHOHYKIUAHOTO 3arps3uenus [175-178]. Mcnonb3ys
cooTHommenue aktuBHOCTeH 2“LAm/*¥'Cs, cTaHOBHUTCS BO3MOKHBIM CPABHUTH PA3THUHBIE PATHOAKTHBHO
3arps3HEHHBIE TPOOBI OKPYKAIOUIEH Cpelbl MeXAy COOO0W M MPENNoJIOKUTh Haludhe B Mpodax
«ropstanx» dactuil. [lo Mepe BBITOpaHUS TOIUIMBA JJIS TOIUIMBHBIX YacCTHUI[ COOTHOIICHHUE
PAIMOHYKINIOB H3MeHseTcs. [loMuMO BBITOpaHHs, BO3MOKHO YCTAaHOBHUTH BO3PAacT HEU3BECTHOU
«ropsueii» YacTHIBI 110 HATHYHIO M aKTHBHOCTH 2*'AM, KOTOpHIil HaKamIHBaeTcs Npy pacmazae 2+Pu,

SIBJISIFOLIIETOCS] OTHUM U3 TIPOJTYKTOB HEHTPOHHO aKTHBaluK ypaHa (puc. 34).
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Puc. 34. Coomnowenue akmusrnocmeii =°*2°Pu — 2Am ona pasuvix «eopauuxy wacmuy 6 npobax

cemunanamunckux noys. [168]
1.3.6. Macc-cneKTpoMeTpHsi BTOPUYHBIX HOHOB JIJIsl aHAJIM3a H30TONMHOTo cocTaBa I'Y

B Hactosimiee BpeMsi HanOoJiee TOYHBIM U HanOOJIee UCIOIb3YEMbIM METOJIOM OIPEICICHUS
BHITOPAHHS TOIUIMBA SIBJSIETCS OIpEIeNIeHHNEe COOTHOIICHUS HM30TONOB ypaHa C IOMOIIBI0 Macc-
cnekrpomerpun: HCII-MC [179] tpebyer cneumansHOM mpobonoaroroBku, a MCBU (macc-
CIIEKTPOMETpUsi BTOpUYHBIX HOHOB) [1,180-184] sBisieTcs YCIIOBHO HEpa3pyIIAOIIAM METOIOM.

3HaueHue BBIMOPaHUs TOIUIMBA OIMPEIesieTcs 10 pacYETHOMY MPUOIUKEHHOMY ypaBHeHuo (11).

1548134 — 4180580817 = B =9/ (1),

rie B — 3Hadenue BBIrOpaHus; & — npupoaHoe cootHomrenue ~°U/?8U; o — cootnomenne 2°U/28U B

obpasie; P — coorHomenue *°U/8U B o6pasie [185].

CooTHOIIIEHNE HW30TOMOB TUTYTOHHUS MOXKHO OIPENENIHTh C TOW K€ MEeIbi0, HCIIONb3Ys
BTOPUYHYIO HEHTPaJIbHYIO JIa3epHO-pE30HAHCHYI0 Macc-criektpometpuio (SNMS — secondary-neutral
mass-spectrometry), ¢ ee MOMOIIbIO BO3MOXKHO OTICNATH MPH aHAINW3E H30TOMbI TIYTOHHS HIIH
aMepHIINs OT MOJIEKY/ISPHBIX HOHOB H30TOMOB ypaHa (puc. 35), 238Pu ot 28U, 2'Pu ot 2Am u npyrue

HU30TOIIHI.
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Puc. 35. Pesynomam nasepno-pe30HaHCHOU MACC-CReKMPOMEempUY 6MOPUYHLIX UOHO8 OISl

onpeoeneHus CoOePIHCAHUsL U30MONO08 NIYMOHUS 8 YEPHODLLILCKOU «2opsayeily yacmuye [166].

MCBU u SNMS Takxe MOTyT UCHOJIb30BATHCS /JII M30TOIMHOTO KApTUPOBAHUS «TOPSIUUX)

vactuil (puc. 36) [71,186].

Puc. 36. KapmuposaHue uepHoObLIbCKOU «20pAYeil» Yacmuybl MEMOOOM MACC-CREKMPOMempuu

emopuunslx uonos [166]

Macc-CcreKTpOMETpHUIO TMOJIE3HO KOMOMHUPOBATh C APYTMMHU METOJAMH ISl KOMILIEKCHOTO
aHalu3a «ropsyeil» YacTULbl, TAKUMHM KakK CIIEKTPOCKONMS KOMOMHAI[MOHHOTO PpAacCesHUs WIN
CIIEKTPOCKOIIHs PEHTI€HOBCKOI'O IOIJIOLICHUS C UCIOJIb30BAHUEM CHHXPOTPOHHOI'O W3IY4YEHUsS IS
BCECTOPOHHETO UCCIIEA0BaHUS CBOMCTB MUKPOYACTHUIIbI: N30TOITHOTO OTHOILIEHHUSI YPaHa U €ro CTENEHEN

OKHCIICHHUS.
1.3.7. HcciaenoBanusi popM ypaHa B «rOPSiMMX» YACTHIAX CHHXPOTPOHHBIMH MeTOAaMHU

AHanu3 «ropsYMX» YacTHUIl C UCIOIb30BaHHUEM METO/I0B Ha 0a3e CUHXPOTPOHHOIO U3ITyYEHUS
BO3MOYKEH TOJIbKO Ha YCTAHOBKAX C BBICOKOM CBETUMOCTBIO ISl CO3/aHMSI TOCTATOUYHOIO CHUTHANa OT
uccienyeMoro o0beKkTa MUKpOHHOTO obpasina. [Tomumo 3Toro, HeoO6xoaMMa BO3ZMOKHOCTh CO3/IaHUS
My4yKa CHHXPOTPOHHOTO H3Iy4eHUs, UMEIOUIEr0 pa3Mep, COM3MEPUMBIH C pa3MEpoOM HCCIIeayeMOon
MHUKPOYACTHIIBI JUTSI YCTPAaHEHUS BIUSHUS (OHOBBIX CHUTHAJIOB. MUKpPOMETPOBOE MPOCTPAHCTBEHHOE

pazpelieHue 00ecreynBaeTCsl MalbIM JTHaMETPOM PEHTreHOBckoro mydka (ot 1 go 10 mxwm). [lmst
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JOCTHKCHUSI MajJoro pasMepa Iydka HCIOJIBb3YIOT ONTHYECKYIO (okycupoBky [187-189] wmm

OTCCUCHUC HCO6XOI[I/IMOFO pasMepa Imydka.

B pa6ore [190] ¢ ucnons3oBannem XANES crexkrpockonuu Ha L3 kpae ypaHa ompeaeinim
HAJIMYHUE YPaHa B «TOPSYUX)» YACTUIAX, BRIOPOIICHHBIX B OKPYKAIOIIYIO CPEAY B Pe3yJIbTaTe aBapuu Ha

ADC dykycuma.

B wuccinenoBanusx Canby wu coaBropoB [31,32] KOMIUIGKCHI CHHXPOTPOHHBIX METOOB
UCTIOJIB30BAJIMCh ISl OTPENEICHUsI OKHCIMTEIBHOTO COCTOSHUS YpaHa BO BHYTPEHHEW 4acTH M Ha
MIOBEPXHOCTH «TOPSYUX» YacTUIl. YaCTHIIBI YPaHOBOT'O TOILIMBA, 00Opa30BABIINECS B PE3YJIbTATE aBApUU
Ha YepHoOBUIBCKON ADC BO Bpems moskapa (T.e. CeBEpHBIN ciiex), uMenu cieayromnmii cocras: UO:

(crenienpb okucneHus 4 + 0,5), okpyxennbiii cioem U205 / UzOg (crenens okucienus 5,0 £ 0,5) [32].

B pa6orax [31,136], uccienoBany CTeleHb OKHCICHUS ypaHa B YePHOOBLIBCKUX TOIUTMBHBIX
«ropsaunx» vactuuax. Muapopmanuio o cocraBe, KpUCTAUTMUECKONH CTPYKTYPE M CTEIICHU OKUCIICHHS
9JIEMEHTOB B YacTHUI[AX MHUKPOHHOTO pa3Mepa NOIydalld U3 CHEKTPOCKOIHMU PEHTI€HOBCKOTO
MOTJIOIIEHHS], PEHTI€HO(IIIOOPECIICHTHOTO aHAIN3a, U PEHTIeHOBCKOU audpakuuu. [Ipu npoBenennn
OKCIIEPUMEHTOB, YaCTHIIBl ypaHa, YCTaHOBIICHHBbIE Ha WIJaxX WIM Ha KaNWUiIpax, MOJBEPrajiuch
BO3JICHCTBUIO CHOKYCHUPOBAHHOTO peHTreHoBckoro mydka. Mcmonw3ys p-XANES-cnexkrpockomnuio,

HoJTy4asid HH(DOPMAIIUIO O CTETIEHH OKUCICHHUS ypaHa B «ropsyux» yactuiax (puc. 37).
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Puc. 37. (A) XANES cnexmpol cmanoapmuwix 00pazyos coeounenuii ypana 6 pasHulX CmeneHsx
oxucnenus Ha L3 kpae ypana: a — memannuueckuii ypan, ¢ —UO2, € — U30g, f — UO2AC2, u
YEPHOOBLILCKUX YPAHOBLIX «2opauuxy yacmuy: b — yvacmuya 3anaonozo cneda, d — vacmuya
cegeprozo crneoa. (b) 3navenus snepeuu 6 mouxe nepecuba 6 3a6ucumocmu om cmenenu OKUCIeHUs
ypana 6 ananusupyemvix oopasyax. Yacmuyvl 3anadnozo creda umerom cmenenb OKUCIeHUs ypana
+2,5%0,5. [{na vacmuy, omobpanHblX K ceepy Om peakmopd, cmenelb OKUCIeHUs COCMABALA

+5+0,5. [32]



o1

C nmomomurpio 2D-Bu3yanuzanun ¢ ucnoib3zoBanueM L-XANES cnekrpockonnu u p-XRD B
pabote [32] ObUIO ONpEAEIeHO MPOCTPAHCTBEHHOE pacHpelelieHHe ypaHa B Pa3IMYHBIX CTENCHSX

OKHCJICHUSI B OTICIBHBIX «rOPSUUX» YacTuiax (puc. 38).

Puc. 38. u-XANES suzyanusayus monausHou yacmuyvt, omoopannoil k cesepy om YAIC [32].

B uccaenoBanmsax baryk m coaBropoB [191] meromer XANES- u EXAFS-cnexkrpockonuu
UCTIOJIB30BAIMCh JUIi yCTAHOBJICHHS (DOPMBI ypaHa B «TOpSYMX» YACTHIIAX W OICHKU CTEICHU

YHOPSAIOYCHHOCTH aTOMOB B KPUCTAJUIE YePHOOBUTHCKOMN «TropsUueiiy YacTUIIBI.

C wucnons3oBanueMm XANES-crnekTpockonuu ObUIO TPOJIEMOHCTPUPOBAHO, YTO ITOJIOBHHA
UCCIICIOBAaHHBIX YacTull oOeaHeHHoro ypaHa B KocoBo Obumn 0ojiee OKMCIIEHBI 1O CPAaBHEHHIO CO
CTEXUOMETPUYHBIM AuOKcUIoM ypaHa. Okono 50% wactun Obun oxapaktepuszoBanbl kak UQOz,
OCTaJIbHBIC YaCTHIIbI TpUcyTcTBOBaIM Kak U3Og miu cMech OkuciIeHHbIX Gopm (okoio 2/3 UOz, 1/3

U3Os) [136].
1.4, 3akiouenue u3 0030pa JUTEPATYPbI

B pesynbTaTe ananusa IuTepaTypHbIX JaHHBIX 10 IOBEICHUI0 MUKPOUYACTHULl OKCHUJIOB YpaHa U
ypaH-OKCHIHBIX «TOPSYHUX» YaCTHUIl B PA3IMUHBIX Cpelax MOXKHO cJenaTh cieaytome o0oomenus. C
YBEJIIMYCHUEM CTEIEHH OKHCIIEHUS ypaHa OTMEYAEeTCS POCT PACTBOPUMOCTH OKCHAHBIX YacCTHII.
Tpuokcu ypaHa OTHECEH K BEIIECTBaM, MMEIOIIUM CpeIHIO pacTBopuMocTh, a U3sOg n UO2 — k
MPAKTUYECKU HEPACTBOPUMBIM. PacTBOpMMOCTH M CKOpPOCTH pPACTBOPEHMS JUOKCHAA ypaHa
YMEHBINIAETCS B PAAY KEITyAOUHAs )KUJIKOCTh — JIETOYHAS KHUAKOCTh — (DU3HOJIOTHMUECKUN PacTBOp —
TUCTWIIIMpOBaHHas Boja. [Ipu pacTBOpeHHH MUKpPOUYACTHI] OKCUIOB ypaHa HaOIIOAAeTCs pa3/ieJeHue
Ha OBICTPO M MEJICHHO pacTBOpUMYIO (pakiuu. [[Jisi 4epHOOBUIBCKUX «TOPSYUX) YACTHUIl CIETaHbI
BBIBOJIBI O OOJBIIIEH PAaCTBOPUMOCTH YACTHIl B CEBEPHOM CIIE/IE aBapUU MO CPABHEHUIO C 3alaHBIM.
[Tpu sToMm, (ha3oBbie TpaHChOpPMAIMU OKCHIOB ypaHa B HMUTATOpaxX >KUAKOCTEH OpraHu3Ma WIH
OKpYKaIoIIe Cpeabl M3YYEHbI B JOCTATOYHOW MEPE TOJIBKO JIJIsl TMOKCUIa ypaHa. Bonpoc nusmeHnenmit
TBEepJI0¥ (Da3bl CMEMIaHHBIX OKCHOB YpaHa MIPH HAXOXKJICHWU B JKUJIKOCTAX OpPTaHM3Ma YeIOBEKa WITH

OKpYXKaloIllel CpeJie OCTAeTCsl HEPACCMOTPEHHBIM.

CuHTE3 U CBOMCTBa OKCHUIAOB YypaHa HMIUPOKO HUCCICAYIOTCA Ha MNPOTAKCHHU MHOI'UX
HCCHTHHCTHﬁ, Inpu  3TOM  HCPCHICHHBIMH  OCTAKOTCSA  BOIIPOCHI (bOpMI/IpOBaHI/IH YCTOﬁqHBLIX

HECTEXHOMETPUYHBIX CTPYKTYp HEKOTOPHIX CMEMAaHHBIX OKCHAOB, Takux Kak UsOgy m U3zO7..
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I/ICCJIGI[OBaHI/IH B o0yacTu OIMPCACIICHUS CTCIICHU OKUCIICHUA YpaHa B «TOPAIUX> HaCTULAX IMPOBOAATCA
Ha INPOTAKCHUU oonee ueM 20 net Pa3siIn4YHbIMHU, B TOM YHCJIIC CHHXPOTPOHHBIMHA, METOAaMU, IIPHU 3TOM
BBUAY MaJIOro pasmMe€pa 4YaCcTHLl HHTEpIIpETalnsa PpE3YJIbTAaTOB ITHUX HCCHGHOB&HHﬁ, 3a49aCTylo,
MNpuBOJUJIAa K XHUMHUYCCKH HCHIOATBCPIKICHHBIM BbIBOAAM. 3a nocjaceaHee BpCMA Pa3BUTUC CUCTECM
ACTCKTUPOBAHUA CHUI'HAJIa U peHTFeHOBCKOfI ONTHKHU Ha 0ase CHHXPOTPOHHOI'O U3JIYYCHHA ITO3BOJIACT
MMpOBOANUTDH Ooiee JOCTOBCPHBIC HU3MEPCHHA C JIYYIIHM OHEPIE€THYCCKUM H IIPOCTPaHCTBEHHBIM

paszpelieHueM.

OHpe,HeJ'IeHI/IC BbIT'OpaHWsA TOILIMBA — Marcpuaia tIe];)HO6I>IJ'IBCKI/IX TOINUIMBHBIX «TOPAIUX»
JaCTULl MPOBOJUIIOCH C IICPBOIO TroJa IIOCIC aBapuu. Ha HavanpHBIX 3Tamax JUIA 3TOM Jatsaest
HCIIOJIB30BAJIMCH JAHHBIC raMMa-CIICKTPOMCTPHHU, U paCUYCT BbII'OpaHUA IPOBOJUIICA IO COOTHOILICHUAM
KOPOTKOXUBYIIUX PAAUOHYKIINAO0B, HAITPUMEDP, U30TOIIOB LE3WA UIIU LICPUsL. CHyCTH 6onee uem 30 et
ITIOCJIC qepHO6BIHLCKOﬁ aBapHu OIIPCACICHHUEC BbII'OpAaHUA TOINIMBA B OTACIbHBIX TOINNIMBHBIX YaCTHUIAX
OCYHICCTBIACTCA MO OTHOIICHUAM HM30TOIIOB ypaHa U IINIYTOHUA MECTOAAMU MACC-CIICKTPOMETPUH, YTO
SIBIIIETCS OoJiee MMpAMBIM METOJOM. B HACTOAICC BPEMS HCU3YUCHHBIM OCTACTCS BOIIPOC B3aUMOCBA3U
BbII'OpaHUsA TOILIMBA — MaTcprajia tlepHO6bIJ'H:oCKI/IX «COpPAIUX» 4aCTUIl CO CTCIICHBIO OKHUCIICHUA YpaHa

B HUX U TNIyOWHOI MX pa3pyllieHus 3a Bpemsl MpeObIBaHUS B OKPYXKAIOIIeH cpeie.

[Ipu ananuse npoO NOYB, COAEPXKALIMX «TOPSYME» YACTUIIBI, MCCIENOBATENN ONpPEIEIsIn
COJEPKAHUE «TOPSAYMX» YaCTHI] C HCIOJIB30BAHUEM DA3PYyLIAOIIEr0 METOJa IOCIEI0BATEIBHOIO
BBIILIEJIAUMBAHNS WJIA OLEHUBAIM COJEP)KAHUE «TOPSYUX» YACTHI] KOCBEHHO — METOJIOM TIamma-
CHEKTPOMETPUU WK HUPOBOH paguorpaduu, Mpu 3TOM BONPOC KOJIMYECTBEHHOM Hepaspyllarolei

paz[HorpaQ)quCKoﬁ HpHMOﬁ OIICHKHU 3aIllaCOB «TOPAIUX>» YACTHUILL B 06pa3uax HEe OBbLI PpCUICH.

Taxum 00pa3oM, OTKPBITBIMU JUIsSl UCCIIEJOBAHMS OCTAIOTCSI BOIIPOCHI B3aMMOCBS3H BBITOPAHUS
TOIUIMBA — MaTepHalla YepHOOBUIBCKUX «TOPSAYUX» YACTHI] CO CTETEHbIO OKUCIIEHUS ypaHa B HUX U
rIyOMHOW WX pas3pyuieHus, (a3oBbIX TpaHC(hOpMallMM OKCHIOB ypaHa B HMMHUTATOpaxX MKHJKOCTEH

OpraHu3Ma, a TakKe KOJIHMYECTBEHHOU Hepa3pyma10mel71 HpHMOﬁ OLICHKH 3aI1aCOB «TOpAYNX>» YaCTHULI.



10.
11.

12.

13.

14.

15.

16.
17.

18.

19.

53
2. IKCNepMMEeHTAJIbHAS YacTh

2.1. O6opynoBanme

Tepmoananmutrueckuii komruiekc NETZSCH STA 449 F3 Jupiter.
PentrenoBckuii qudpakromerp Panalytical Aeris ¢ msnyuennem CuKa u PIXel3D nerexropom u
nporpamMMHoe obecreueHue st oopadorku audpaxrorpamm HighScore Plus 3.0.5.
Oypbe-mudpakToOMETp BBICOKOTO pPA3pelICHUs] HA HCCIEI0BATEIbCKOM HEUTPOHHOM peakTope
NBbP-2, O6veaunénnbiii Muctutyt SAnepusix Uccnenosannii (OUSN), 1y6Ha, Poccusi.
[Tepconanbnplii paguanuonnbiii qo3umerp RadEye SPRD, Thermo Scientific.
PactpoBeiit anekTpoHHBId MuHKpockon Jeol JSM-6480LV (SnonHus) ¢ 3HEPro-aucrepCHOHHBIM
cnekrpomerpoM INCA Energy-350 (Oxford Instrument Ltd., BenmukoOpurtanusi) u mnporpamMmoit
o0pabotku cnektpoB Oxford Instruments INCA

Macc-cnekTpoMeTp ¢ HHIYKTHBHO-CBsI3aHHOM ma3moi PlasmaQuant MS Elite, Analytik Jena.
KuakocTHON CHMHTHILUISIIUOHHBIH criekTpomeTp Tri-Carb® 2810 TR, Perkin Elmer.
Pagnorpaduueckas cucrema Cyclone Storage Phosphor (PerkinElmer) ¢ rulkoii 3amacaromeii
IUTACTUHOM MHOTOKPAaTHOTO wucnoib3oBanus Imaging Plate u mnporpamma s o6paGoTku
pamuorpaduyeckux u3odpaxkenuii OptiQuant.

TeepmorenbHblii  anbga-tpekoBbiii  gerekrop PADC Solid state nuclear detector MTrack
GMScientific Ltd.
OnTuueckuit mukpockon Olympus BX-51 (Snonus).
PactpoBblii anektponHsiit Mukpockon ESEM (Philips XL30, remX GmbH, Bruchsal, I'epmanus) ¢
O/C nerextopom (SDD-Detector, remX GmbH, Bruchsal, I'epmanus).
Muxkpomanunysstop Kleindiek Nanotechnik MM3A (Reutlingen, ['epmanmus).
JIBynyueBoii pactpoBblii anekTponHblid Mukpockon FEI Scios (Thermo Fisher Scientific).
CnektpomeTp koMmMOMHaIMOHHOTO paccesHus Renishaw inVia Reflex Microscope system with
Peltier-cooled CCD.
Bpemsinponetnsiit Mmacc-criekrpomerp BTOpHuHbIX MOHOB TOF-SIMS.5, IONTOF c nazepom ains
PE30HAHCHOTO BO30YX/ICHUS aTOMOB OMpe/ieNieHHBIX dneMeHToB, IRS, 'annoBep, ['epmanus.
Macc-cnekrpometp BTopuuHbix HOHOB CAMECA ims 4f, IIKII «Cunxpotpon», Mocksa, Poccus.
Crannus CrpykrypHoro marepuanoBefeHus (CTM), KypuaToBckuii MCTOYHMK CHHXPOTPOHHOTO
n3nyuenus, HULL «KypuaToBckuii nHCTHUTYT», MOCKBa, Poccus.
Cranuus HeiitporHo#t nopomikooi audpaxuun AMCK, Uccnenoarenbckuil HEUTPOHHBIN peakTop
NP-8, HUL] «KypuaTtoBckuii ”HCTUTYT», MockBa, Poccus.
CunxporponHass cranuus Rossendorf beamline (ROBL/BM20), Esponeiickuii 1eHTp

cuaxpoTponHoro m3nydeHus (European synchrotron radiation facility ESRF), I'peno6sib, @paniusi.
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Cxema 3KkcrniepuMeHTa NpuBecHa B puiioxkeHuu I11.

2.2. CuHre3 cepun 00pa3Lo0B OKCHI0B YPaHa B Pa3JIMYHON cTeNeHH OKUCIeHHUA
HcxomupiM pearenToM Juist cuHTe3a Habopa okcuoB UO2+x ¢ pa3inyHbIMU X OBLT HOPOIIOK
obennenHoro awokcuaa ypana (DUO), mobounoro mnpoaykra oboramenuss ypana (AO
«MammHOCTpOUTENbHBIA 3aBOJ», DJEKTpocTanb, Poccus), YaCTUYHO OKHUCIIEHHBIM B pe3ynbTare
JUIMTENILHOTO XpaHeHus Ha Bo3ayxe. [locie ero xapakTepu3aui METOAOM PEHTTEHOBCKOM Tu(pakinun
OBLJIO YCTaHOBJIEHO, YTO HCXOJHBIA 00pasel] He SBISeTCS CTEXMOMETPUYHBIM JMOKCHIOM YypaHa —
MPUCYTCTBYIOT cIBUTH peduiekcoB Ha audpaktorpamme. [lo pesympratam TepMOrpaBUMETpUH ObLIO
YCTaHOBJEHO, 4TO ucxomHbii oOpazenr DUO wumeer dopmyny UOzes. Crexumomerpuunbiii UO:

NOJIy4aId BOCCTaHOBUTENbHBIM OTKUIOM UO205 ipu 1900 °C.

Cxema cuHTE3a OKCHUIOB ypaHa mpejnctaBieHa Ha pucyHke 39 A. Cunre3 oOpa3noB UOz+x:
UO2,10; UO2,15; UO2,20 IpOBOAUIICS C HCIIOJIB30BAHHEM TEPMOAHATUTHIESCKOTO KOMILIIEKCA IT0 METOIUKE
Jleunnepca u coaBtopoB [79] B arMocdepe cuHTeTHYEeCKOro Bo3ayxa mpu Temmeparype 130 °C.
WcxonHbiii 00pa3ser] BBIICPKUBAJICS MPH JAHHOW TEMIIEpaType J0 TOCTH)KCHUSI YBEIUYCHUS MacCChl,

COOTBeTCTBYIOIHeﬁ HCJICBOMY OKCUY.

Jiis nonmyuenust B-UsOg9 ucnonp3zoBanmm mneperepTyio 3kBuUMoisipHyr0 cMech UO2 m U3Os.
CMech MoMeIIalii B 3aMasiHHY0 KBapIEBYIO aMITylly, BaKyyMupoBainu u HarpeBanu a0 1050 °C [192].

U30sg ObLn CUHTC3UPOBAH IIYTEM TCPMHUUCCKOTO PA3JIOKCHUS TEKCarnJipara HUTpATa ypaHUJIa IIPpU

625 °C.

U307 Ob11 monyueH npu HarpeBanuu nopomka UOz 05 1o 250 °C co ckopocteto 5 °C/MuH Ha
BO3/yXe, Kak ObUTO omucaHo B pabore Jlennmepca u coaBTopoB [96]. OOpasel BbIICP)KUBAINA TPU
temneparype 250 °C Ha MpOTHKEHUH 7 4acoB, TOCIIE YeT0 OXJIAKIAIN JI0 KOMHATHON TEMIIEpaTypEhI.
Bbuo riccnenoBaHo ABa MyTH OXJIaXIeHus 00pasiia. B mepBoMm cirydae OKCHIT OXJIaXJaJId CO CKOPOCTHIO

10 °C/muH, a BO BTOPOM ciiyyae He MPOBOAMIN KOHTPOJIb CKOPOCTH OXJIaKICHHUS.

Jns cunteza a-UO3 ucmonb30Bail METOAMKY, omucaHHyio B pabore Kopadynke [193].
MerouKka 3aKi04anach B TEPMUIECKOM Pa3IOKEHUH HEIMPOMBITOTO IepoKcuaa ypanuna npu 525 °C.
[lepokcua ypaHHIa CHHTE3MPOBAIM C HCIOJIB30BAaHMEM pPAacTBOpa HUTpaTa ypaHWJIa M pacTBopa

nepokcuaa Bogopoaa npu HarpeBanuu 10 80 °C 1 MOCTOSHHOM NEPEMEIINBAHUH.
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Puc. 39. (A) Cxema cunmesa oxcuoos ypana. (b) @omozpaghust cunmesuposannvlx 0opaszyos.

Bce mnomydyennbie okcuabl (puc. 39 b) Obutn oxapakTepu30BaHBl C HCIOJIb30BAaHHEM
HOPOUIKOBOM PEHTI€HOBCKOW AU(DPAKIMH, CIIEKTPOCKONUN KOMOMHALMOHHOTO PACCEesIHUS, pacTPOBOM
3JIEKTPOHHONW MUKPOCKOITUHU U CIIEKTPOCKOIIUHM PEHTI€HOBCKOr0 NoriomeHus. Pa3mep uyactui okcuios
onpezaensan no POM-u3zobpaxeHusm ¢ Ucrosib30BaHUEM Iporpammsel Imaged: ObuT U3MEpeH cpeaHuit
JMaMeTp YacTHIl ¢ MUHUMAaJIbHON BBIOOPKOH 200 4acTUI] OHOTO OKCHJIA U TIOCTPOCHBI THCTOTPaMMBI

pacupeaciICHuA MUKpOYaCTUIl IO pa3sMEpaM.

Kpucramnorpadpuyeckne mapamerpsl oopasma P-UsOg ObUTH MOTYYEHBI C UCIONIB30BaHUEM
HEUTPOHHOW H(paKIUK MPH KOMHATHOM TeMmepaType ¢ ucrnoib3oBanueM Dypwe-audpaxromerpa

BBICOKOI'O pa3pCUICHHA.

2.3. 3KCIIO3I/IIII/IH OKCHIAOB ypaHa B KHAKOCTHAX OPraHusmMa 4€¢JiI0B€Ka U B
NMPUPOJIHBIX BOJAAX

JIJist IpoBeICHHS SKCIIEPUMEHTA TI0 PACTBOPCHHIO OKCHIIOB ypaHa B UMHUTATOpaX XKHUIKOCTEH
OpraHu3Ma M JI0IeBoi Bojbl (Tabmuiel 5, 6) O6bpun BeIOpanbl okcuasl UO205; UsOg; UsOg; UOa.
O06pas3err okcua Maccoil 5 MT moMeIiany B INIACTUKOBYIO MPOOUPKY 00beMoM 1,5 mit u jo6asisiu 1 mi
KUAKOCTU. DKCIIEPUMEHT MTPOBOJWIN B CTaTHUECKUX ycinoBusax npu 37 °C.

BrigepkuBaHre OKCHJIOB B UMHUTATOPE JKEITYTOYHOMN JKHIKOCTH IMPOBOIMIN Ha TPOTSHKCHUN
nByx 4yacoB. [locrne HeHTpU(pYTrHpOBaHUS CYCIEH3UH PACTBOP YAAISUIHM, J00aBISINM HMHTATOP
KHUIIEYHON KHUAKOCTH W BblAepkuBanu emie 4 daca. Bpems BbiaepkuBaHus B pactBope [amoOia
coctaBuiio 34 IHS, B COOTBETCTBUHU C NPEICTABICHUSIMH O BPEMEHH TPEOBIBAHUS OKCHJIOB ypaHa B
JerouHoi kuakocti — ot 20 1o 60 aueit [66,194,195]. Bpemst Bbiiep)KUBaHKS OKCHIOB B UMHUTATOPE

JOXKIEBOI BOABI COCTaBUJIO 180 JHEH. KOHTpOHB pH MIPOBOAWIIN HA TPOTAKCHUN BCECT'O SKCIICPUMCHTA.
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Tabnuya 5. Cocmas umumamopos HCUuOKoCmel op2anu3ma 4eiosexka

Kenymounas[196] Kumeunas|[196] Iéroura (pacteop
IMm6a)[197]
BermecTso Konuenrpanus, BermecTso Konuenrpanus, Bermectno Konuenrpanus,
r/n r/n r/n
CaCOs 0,2 CaCOs 0,2 NaCl 6,79
MgCOs 0,2 MgCOs 0,2 NaH2PO4 0,24
KCI 0,7 KCI 0,7 NaHCOs3 2,27
NaCl 2,8 NaCl 2,8 NH.CI 0,53
JlakTar 0,3 JlakTar 0,3 CaCl; 0,02
HATpUS HaATpUs
Jlumonnas | 0,4 JIlumoHHas 0,4 | Z000%051 0,45
KHCJIOTa KHCJIOTa
Mouesnna | 0,3 MoueBuHa 0,3 L-tiucrenn 0,12
[lencun 1,0 ITencun 1,0 utpar 0,05
HaTpus
I'mroxo3a 0,4
[Tankpearunn | 2,0
pH 2 (HCI) pH 7 (NaOH) pH 7,4

Tabnuya 6. Cocmas umumamopa 0024#c0eB0tl 600bl
Hon HCOs CI S04* Ca?* | Mg* | Na' K* pH
Konmnenrparus, mr/inm | 30-400 | 150-250 | 150-250 | 25-80 | 5-50 | 0,1-20 | 2-20 75

ITocne 3aBepiuieHMs] PKCHEpUMEHTa 00pa3lbl LEHTPU(YTUPOBAIN, MEXaHWYECKU YAASIIN
YKHUJIKOCTb U BBICYIIMBAJIN OKCH/IHBIE YaCTHIIbI HA BO3/lyX€ IPU KOMHATHOM Temneparype. [lonyueHHble
00pasIpl HCCIENOBATH C MCHOJIH30BAHHEM CIIEKTPOCKOIUH KOMOWHAIIMOHHOTO paccestHus 0Oe3
CHenHatbHON TPoOOmOAroTOBKU. {7l TpOBENEHUS CHEKTPOCKONMUHM PEHTTEHOBCKOTO MOTIIOMICHHUS
MPUTOTOBUIIM TaOJIETKU C TOMOIIBIO T00ABICHNUS LIE€IUTIOI03bI U MpeccoBaHms. Macca ypaHa B TableTKe
OblIa paccunTaHa MM MoMoLH nporpammuoro obecrieuennss HEPAESTUS [198].

Kunetnueckuii skcnepuMeHT npoBoawian B umuTaropax sxkuukocred KKT wm merounoit
xuaKkocTH. KOHIIeHTpanuio ypaHa B paCTBOpax ONPENEISUTH ¢ UCIOIh30BAHUEM MacC-CIIEKTPOMETPHH
C MHJYKTHBHO-CBSI3aHHOH mia3Moii. [IporeHT pacTBopeHHOro ypaHa ObUT paccuMTaH, MCXOIS M3

HCXOIHOM MacCCHI YpaHa.
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2.4. I'pagynpoBka paauorpaguieckoii CucTeMbl € 3alaCAI0IMMH MJIACTHHAMH
Jliis TpagyupoBKH panuorpaduyecKoil CUCTEMBI C 3amacariuMiy miacTuHamu Imaging Plate

ObuT HCTONB30BaH Habop crangapTHBIX pacTtBopoB mpou3BoiacTBa AO «RITVERC». 3nauenus
AKTUBHOCTH CTAHJIAPTHBIX PACTBOPOB OBUIM TIOATBEP)KACHBI C HCIOJIB30BAHUEM IKHIKOCTHO-
CIMHTWUISIIMOHHON — cniekTpoMerpun. s rpaayupoBku Imaging Plate mo sddexruBHOCTH
MICTIONB30BANNCh CIIEAYIONINE CTAHAAPTHBIE PACTBOPHI Cojlel paguonykiuaos ~*'Am, 22U+23U, PTc,

208r/20Y, ©3Ni, 17Cs. Snepno-dpusnyecknue XapakTepUCTHKH HCIOIb30BAHHBIX HYKIHIOB IPUBEIEHBI B

Tabiuue 7.
Tabnuya 7. Xapaxmepucmuka cmanoapmuslx 00pa3yo8 paouoHyKiudos
Ilepuon Tun DHeprus
Papnonyknung JlouepHuii HyKIug
noypacmnaa pacmana yacrtuil, KoB
2 Am 432,6 net a 5464 2Np E(0)) = 4556 xoB
22y 68,9 ner a 5302 22Th E(a) = 5404 x»B
3y 1,5-10° ner a 4813,4 229Th E(a) = 4925 k7B
Ny 64 4aca B E=912 90Zr cTabunbHbIi
9Sr 28,9 ner B E=218 Y E(B) = 2280 x»B
B37Cs 30 ner B E=205,6 137TmBa — > 137Ba crabunpHbIii
PTec 2-10° et B E=1175 PRu crabunbHbIit
O3Ni 100 ner B E=26,8 %Cu cTabunbHbIit

Z[J'ISI IMPpOBCACHUA pannorpaqmqecxoro SKCIICPUMCHTA AJIMKBOTBI CTAHAAPTHBIX PaCTBOPOB

cojieit PaAUOHYKINIAOB HAHOCWJIN Ha MPEAMCTHBIC CTCKJIAa U BBICYHINBAJIN.

I'pynmna o6pasioB 6blIa U3rOTOBIEHA C PA3HBIMU 3HAYEHHAMH AKTHBHOCTU PaJUOHYKIHJIOB.
Bri6Gpansl crnefyionue paauonykmuael: 2Am, 22U+2°U, PSr/YY, B¥7Cs, PTc, ®Ni. Dra cepus
JKCTIEPUMEHTOB CTABHJIA CBOEH IeNblo OmpefelNeHHe 3aBUCHMOCTH OTKIHKAa paauorpaduueckoit

IJIACTUHBI OT SHCPTHUU U aKTUBHOCTU UCTOYHHUKA.

2.5. Paguorpadguyecknii 3KcrepuMeHT
Pagunorpaduueckuii SKCIEpUMEHT COCTOUT M3 CIEAYIOIIMX 3TaroB. 3anacaromas miactuia [P
IUIOTHO TOMENIaeTcss Ha 0Opa3el], MOKPHITHIN TOHKOH MOJMATUICHOBON TUIEHKON (TOJIIMHA 5 MKM) B
cily4yae TpaJydpOBOYHBIX OOpa3IlOB, WJIM YIMAKOBAHHBIA B IMAKET C 3aCTEKKOM-MOJHUEH TOIIIMHON

35 MKM B cily4yae IpUpOJHBIX 00pa3uoB. i MpoCTpaHCTBEHHOM OpUEHTAIMK Ha pajnorpaduyeckom
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M300paKEHUH PSIOM ¢ 00pa3IOM pacIoaraeTcsi CeTKa, HaHECEHHAs! YePHUIIAMHE, COICPIKAIUMU COJTb
137Cs. PaccrosHue MexIy IMOBEPXHOCTBIO 00paslia M 3alacalolldM cloeM miuacTuHbl IP cocrapnser
oKoJIO 14 MKM B cityyae rpaJyupOBOYHBIX 00pa310B, YTO BKIIOYAET 5 MKM MOJUATUIICHOBOTO MOKPBITHUS
U ~7 MKM 3alllUTHOTO CJI0s 3anacarouieit mactubl. Cioil miactuka TonmuHon 14 MKM npo3padeH Jist
a-, B-uacTui u y-ny4eit. B cirydae npupoaHbIx 00pasioB o01ee pacCTOSTHIE OT TIOBEPXHOCTH o0Opasiia
JI0 YyBCTBUTEJILHOTO CJIOSI COCTABISIET OKOJIO 42 MKM, YTO MPOHULIAeMO JJs -yacTuil u y-iyueil. B
OTHOIICHUU O-4aCTHUI[ SKCIEPUMEHTAIBHO J0Ka3aHO, 4TO 00a HCIIOJIb30BaHHBIX pe(EepPEeHCHBIX -
MCTOYHUKA JAIOT OTKIMK Ha paguorpaMMe TOJbKO B TOM Cllydae, €CJIM aKTUBHOCTh paBHA WU
npesbimaet 2-107° Bx/nukcennb. IT0 00bACHIETCA TEM, YTO CPEIHAS IJIMHA MYTH 0-4ACTHUIL B ILIACTHKE
coctaBisieT 42 mkM. TommuHa oOpasiia mouBbl cocTaBisieT okoyio 500 MKM, MPU 3TOM «TOPSUHUECH
YaCTHUILIBI MOTYT pacrojararbCcs o Bcei ryOnHe 00pasiia, BhI3bIBasi caMoocaabIeHe CUrHaia, IO3TOMY
BKJIQJ] anb(a-u3JIydeHUs TMPU pPaguorpapuueckoM aHalu3e oOpaslloB IMOYBBI HE3HAYMTEIICH.
Crienyrommm 3TanoM sIBJISETCS CKaHMPOBAHUE M300pa)KeHUs. 3aracarolas IiacTUHa MOMEIIaeTCs B
CHEIMAIbHBII CKaHep cpa3y Iocle OJKCIOHUPOBAHMS B TEeMHOM mnomerieHud. CKaHHpOBaHUE
BBIMOJNHSETCS B TedeHune 10 MUHYT [1s momydeHust nu3o0paskeHus ¢ paspemnienueM 600 Touek Ha TIONM.
[Tociie 3aBepiieHUs CKaHUPOBaHHS TporpammHoe obOecrnedenue OptiQuant™ wucmonb3yercs yis
MIPOCMOTpa U aHaJIM3a OLU(PPOBAHHOTO U300pakeHus. [Ipu moceayronemM NOBTOPHOM UCIIOJIb30BAaHUHT

IIJ1aCTUHBI I/1306pa)KCHI/IC C 3aracaroliei njaacTUHbI yYAATACTCA HCTOYHUKOM 0eoro cBeTa.

ITomumo 1nudpoBoit paauorpaduu, JUisl MOUCKA «TOPSAYMX» YACTHUI] B pabOTe MPUMEHSIIN
anb(da-TpekoBy0 paavorpaguio C HCMOJb30BAHUEM IUIACTHUKOBBIX TBEPAOTENBHBIX TPEKOBBIX
neTekTopoB  (nmonmuamuigumukonbkapoonar, PADC). TpaBnenue anb(a-TpEeKoBBIX JETEKTOPOB
npoBoamiock B 6,25M pactBope NaOH npu 80 °C Ha npotsbkenun 4 yacoB. M300pakeHus ssMOK
TpaBJieHUs aib(a-TPEeKOB Ha TPEKOBOM [ETEKTOpEe IOJIyYald C HCIOJIb30BaHUEM ONTHYECKOTO

MHKPOCKOIIA.

2.6. Ilpupoanbie 00pa3ubl
Z[J'ISI pa,I[I/IOFpaq)I/I‘-ICCKOFO ONpCACIICHUA MNOOJIM aKTUBHOCTH, 3aKJIIOUEHHOU B «ropsAAYrX»
JacTtunax, B O6H.[CI>1 AKTHUBHOCTHU HpO6BI, MOUCKa M aHalIn3a «IropAaYux>» YaCTHIL ObLTH OTO6paHLI

cienyroire oopasisl (Tadbnuma §):

— TI0YBa U MOX, OTOOpaHHBIE B HEMOCPEICTBEHHOW ONM30CTH OT peakTtopa: B Peokem Jlecy,
KOTOpBIM pacnonaraercs B 1-2 kM k 3amany ot UepHoObuibekoit ADC B 2016 rony (mmdp
npoObI B pamuorpaduueckux uccienoBaHusax — YADC), 0003HAYEHUST «TOPSTUUX» YACTHIL

72/91, T uSL ,
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Top(siHast MOYBa, OTOOpaHHAsi BO3Jie OBIBIIEro HaceleHHOTro myHkTa Macanbl (ITonecckuii

locynapcTBeHHbIN  paguanmoHHO-3KoNOrMueckuid  3amnoBeguuk — [II'PD3, Tomenbckas

obnactk, benapycs) B 12 kM k ceBep-ceBepo-3anaay ot YADC (mmudp nmpodsr — MacaHsr),

1mouBa, oToOpaHHas Bo3Jjie HaceaeHHOTo myHkTa Koxxanbsl, HoBO3b10KOBCKUH paiioH, bpsHCKas

obnacts (mmdp npodst — Koxansr).

Tabnuya 8. Xapaxmepucmuka npupooHulx 006pazyos

Haspanme | CoctaB | Mecto u Bpems ot6opa | A(**'Am), Bk | A(**’Cs), Bk | A*'Am)/ A(**"Cs)
YADC [TouBa wu | Peoxuii Jlec (1-2 km k | 2,1-2,5 50,3-72,9 0,04-0,07
T ;SL MOX 3anauy oT 4
sHeprobioka), 2016 v
Macansbt Topdpsna | 12 km k¥ CC3 or 4 |2-4 150-200 0,01-0,02
M s 1moyBa | 3Hepro6moka, 2021 r
Koxxanbl ITousa H.m. Koxamnsr, | 0 240 - 260 0
HoBo3b10Kk0BCK 1t
palios, bpsanckas
obnacts, 2020

2.6.1. Tlouck u M3BJIeYeHHE KTOPSYHX» YACTHIL

ITouck «ropAYrXx>» 4aCTul Ha MECTHOCTH W JO3UMCTPHUYCCKOC KAPTHUPOBAHUC MPOBOAUIIN C

MCITIOJIb30BaHUEM TIEPCOHAIILHOTO PAIMAIIMOHHOTO J03uMeTpa (puc. 40 A).

RAOEYVESPRD

030

Puc. 40. IIpoyecc noucka «2opsuux» uacmuy: nonegou npoboomoop (A), nowazosoe pazoenenue

npooObl HA NAKembvl U NOUCK «2OPAUUXY YaCmuly ¢ NoMouwbio yugposot paouoepaghuu (b), nanecenue

Haubonee akmueHvlx Yacmel npoobl Ha NOOJIOHCKY U3 08YCMOPOHHEU KIeUKOU IeHmbl U

paouozpaguueckoe ymouHeHue NOJOHCEHUS «20PAYUXY Yacmuy Ha noonoxcke (B).
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I'pymna uwactun «T » w «M_» Obuta u3BinedeHa u3 oOpasnoB «HADC» u «MacaHby,
COOTBETCTBEHHO, C TOMoIbI0 IMdpoBoil pamuorpaduu (puc. 40 b, B) ¢ rubkoi 3amacaromieit
miactuHo Imaging Plate tuma SR (cBepxBbicOkoe paspemienue). Pazpemienne n300pakeHHs
cocrasisiio 600 DPI, pazmep nukcens 42x42 MxM. Dkcno3uius o0Opasiia JUIIach OT HECKOJIBKUX 9acOB
710 HECKOJIBKHX JHEH B 3aBUCIMOCTH OT aKTMBHOCTH 00pa3ia. CKaHHpOBaHHE MTPOBOMIIN Cpa3y MOCIe
SKCIIOHUPOBAHMSI, TAK KaK ObUIO MMOKA3aHO, YTO BOMPEKU MPEAbIAYIINM JaHHBIM, He ObU10 3 dekra oT
BBIJICPKKH IUIACTUH MEXKIY OSKCIIOHUPOBaHMEM W ckaHupoBanueM [155,156]. Ilomydennoe
n300pakeHHe MOCIe CKAHUPOBAHUS TUIACTHHBI MOKA3bIBACT OOIIYIO BEIMYMHY (POTOCTUMYIUPOBAHHOMN
momuHecteHmu (PSL) 3a Bpemst skcno3unuu, BeipakeHHyro B DLU (digital luminescence units,
U (pOBbIE eTUHUIIBI TIOMHUHECIICHIINN ), 3aTIACEHHYIO B Ka)KI0M IUKcese n3oopaxenus. YaenbHas PSL
Ha eMHUIlY TUIOIAaH Bhipaxkaercs B DLU/MM?, a ylenbHas JIIOMHHECLIEHIUS Ha ILUIOMAab ¥ BPeMs
BoipakaeTcas B DLU/MM*/MuH. OTKIMKOM OIMHOYHON «TOpsYel» 4YacTUIbl HA HM300paKEHUH,
3aperucTpupOBaHHOM C MCIOJIb30BaHUEM 3aracaroliel iactulbl Imaging Plate, cuntanu HeGomnplryto
obnacte (nuameTpom He Oomnee 1,5 MM), rIe BeTUYMHA JIFOMMHECLEHIIMU B IEHTPE 3TOHM obmactu

npeBkbIaeT poHoBOE 3HaYUCHUE OoJsIee, yeM Ha TopsiIoK (puc. 41).

Puc. 41. Kpumepuii obnapyoicenus «2opsauetiy wacmuysl Ha paouozpamme. 3D uzobpasicenue npoghuns
OMKIUKA «2opayelly vacmuyvl, 20e no wxaie C HaxoOumcs UHMeHCUBHOCb CIMUMYIUPOBAHHOL

nromunecyenyuu 6 eouruyax DLU.

JI7is yTOUHEHUS TIOJIOKEHUST «TOPSYEiy YacTUIIBI Ha MOIOKKE HMCIOIB30BAIM METO] anb(da-
TpekoBoi panuorpaduu. ['pynmna gactuil «SL_» npeacTaBieHa oTeIbHBIMU YaCTUIIAMH, BbIICIEHHBIMU

IIpu IMMOMOIMU raMmMa-CriCKTpoOMETPUN, U ITIOMCIICHHBIMU Ha JIBYXCTOPOHHIOKO KHGﬁKYIO JICHTY.

I[J'Ii[ ONpCACIICHUA MOp(l)OJ'IOI‘ WU U OLCHKU JJICMCHTHOI'O COCTaBa «TOpAYHUX» YaCTHIL OBLI
HCIIOJB30BaH paCTpOBBIﬁ 3JICKTpOHHBII71 MHKPOCKOII. B pPEKUMC 06paTHO-paCCC$IHHLIX 9JICKTPOHOB
MMpOBOANIIN O6H&py>KCHI/IC YPAHOBBIX «TOpAYMUX» YaCTULl IO APKUM YYaCTKaM Ha I/I306pa)KeHI/II/I,

MOJIy4€HHOM OJ1arosiapsi BBICOKOMY Z-KOHTPACTY Il aTOMOB € OOJIBIINM 3aps0M spa.
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N3BnedeHne «rops4ux» 4acTUL] U3 MOMIOKKHU C JBYCTOPOHHEH YITIEPOAHOMN KICHKOW JICHTBI
IIPOBOAWIIM C IIOMOILIBIO PACTPOBOIO 3JIEKTPOHHOIO MHMKpPOCKOMA. J[s1 M3BJIEUEHUS HMCIOIb30BAIN
MHUKPOMaHUIYJIATOP. YacTHIIbI U U3BJICUEHUN IIPUKIIEUBAIN HAa BOJIb(PAMOBYIO UIITy, BCTABIECHHYIO
B MUKPOMaHHITYJISATOP (pHC. 42), ¢ UCIIOIB30BAHUEM KJIESl, 3ACTHIBAIOIIETO MO HJIEKTPOHHBIM ITYYKOM.
[Ipn wu3yyeHUMM BHYTPHU3EPEHHBIX HOp B «ropsuei» uyactuie M3 nns pa3pe3aHus 4YacTHUILIbI

HCITOJI30BaJIM MOHHBIN ITy4OK.

Puc. 42. IIpoyecc uzeneuenus «2opsaueily yacmuybsl U3 Kietkol NoON0HNCKU HAd 801b(DPAMOBbIe USTbL:
MUKDOMAHUNYJISIMOP € 80IbGpamosoii uenotl (A), eonvppamosas uena ¢ 3aKpenieHHol Ha Hell
yacmuye 6 oepaicamene uz antomurus (b,B), 3akpvimoie antomunuesvle depaicamen OJisi
801bPpamosvix uen ¢ «2opadumuy vacmuyamu (I).

2.6.2. Bpemsi 3KCOHMPOBaHUSI MPOO ¢ MCMOJIL30BaHHEM paguorpagpuyeckoii cucTeMbl

Jlnia pacueTa BiusiHUS (POHOBOTO M3IIYYEHHUS Ha paauorpaduyeckoe n300paxxeHune npoBOAUIN
HKCIIO3UIIMIO 0€3 MCTOUYHMKA M3JTYyYeHHUs B YCIOBUAX HKCIIEPUMEHTA C BPEMEHHBIMU MHTEpBajiaMu 10
cekyHn, 1, 5, 15, 30 munyr, 1, 2, 4, 22 yaca u 6 cyTok. /{51 ycTaHOBIeHUs BKJIaga GOHOBOTO U3ITYUCHHS
B OOIIyI0 aKTHBHOCTh aHaJIU3UpyeMoro oOpasiia U3MEepsUid U CPaBHHMBAIM KOJMYECTBO 3aMaceHHOU

JJIOMUHCCICHIIMH Ha q)HKCHPOBaHHOﬁ IJIomiaau.

Jns rpaayupoBku 1o sddextuBHocTH Imaging Plate Obul mpoBeseH SKCHEPUMEHT IO
BBISIBICHHIO 3aBUCHMOCTH OTKJIMKAa HAKOMHTENBHOM TIJJACTUHBI OT BPEMEHU  OKCIIO3UIIHH.
[IpuroToBneHHbIE CTaHIAPTHBIE 00pa3Ilbl BeIAepxkuBau 1, 5, 10, 100, 1000, 4300 munyT. [Tocne BeryeTa
oTkiMKa (oHoBoro w3nmydenuss PSL  ompenensncs Ha KpymIblIX — ydacTKax —H300pakeHHs,

COOTBCTCTBYIOIIUX pa3MEpy CTAHAAPTHOT'O UCTOUYHHKA.
BpeM}I OKCIIO3HUIINH Hp06 IIOYB ¥ MXa COCTaBJISLIO OT 5 110 24 gacoB.

2.6.3. Omnpenenenue 1011 AKTUBHOCTH «TOPSTYUX» YACTUI B akTUBHOCTH odpa3ua (HPfr)

3Hauenus POTOCTUMYIUPOBAHHOM JTIOMUHECIIEHIINH, BhIpaskenHbsle B DLU/mm?, onpezensim

JUTSL K&KJ0M 9acTUllbl (puc. 43).
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Puc. 43. Konuuecmeennule xapakmepucmuxu HepasHOMEPHO20 pAchpedeleHUs AKMUSHOCMU 8
obpasye nouswl. I panuysl u 3nauenus 3anacenuo atomunecyenyuu (DLU) 0603Hauenvl KpacHvim

yueeniom, I’Zp06bl no46sbl — YEPHHLIM YBEMOM.

Z[OJ'IH AKTHUBHOCTH, 3aKJIIOUEHHONU B «ropA4YuXx» YacTHlax, B MOJIHON aKTUBHOCTU 06pa3ua,

onpeaensn o ¢popmyne (12) nocie BelYMTaHUS 3HAYCHHUM (POHOBOTO M3ITYUCHHUS.

HPfT — Z DLU”ropﬂqu” 4acTUL, 100%’ (12),

DLUoGpa3ua

rae HPg — momst akTHBHOCTH, 3aKITIOYEHHOM B «TOPSIUMX)» YACTHIAX B MOJHOM aKTUBHOCTH 0Opaslia,
2DLUrropsuxaactun —CyMMa 3Ha4€HUN (POTOCTUMYIMPOBAHHOM JTIFOMHUHECIICHIINY, BhIpaskeHHas B DLU.
DLUo6pasna —T10MHOE 3HaY€HHE (HOTOCTUMYINPOBAHHOMN JIFOMUHECIEHIIMH BCEro 00pasiia, BeIpakeHHas

B DLU.

2.7. XapakTepu3zanus OKCHJAOB YPAHA U «TOPSTYUX) YACTHIL

CIIEKTPOCKONMUYECKUMH U IMPPAKIUOHHBIMHA METOAAMHU

@a30BbIif cOCTaB CHHTE3UPOBAHHBIX OKCHJIOB YpaHa ObUI ONpejAeieH C HCHOJIb30BaHHUEM
MOPOIITKOBOTO PEHTTEHOBCKOTO audpakromerpa. OOpa3ipl B BHUAEC TMOPOIIKA TOMEIIATUCh B
KPEMHUEBBIA JiepkaTenb. [[udpakuoHHble mapamMeTpbl ObUIM 3aperuCTPUPOBaHbl B KOHPUIYpalUu
bperra-bpenrano ¢ marom B 0,011° npu koMHaTHON Temneparype, uzinydenue CuKa.

[Ipu peructpanuu crekTpoB kKomOuHanMoHHOTO paccesHus (KP) ans Bo3OyxaeHus ObLiu
ucrnonb3oBanbl tuHUN He-Ne nazepa 633 um. JlazepHoe u3nydenue 6pu10 choKycHpoBaHO Ha 0Opasiie
¢ momompbio 50X 00BEKTHBA C pa3MepoM TsITHA MPUMEPHO 2 MKM. MOIIHOCTH jazepa Ha oOpasile
cocraBmiia MeHee 0,1 MBT. IlonyueHHble CHEKTphl ObUTH Pa3yioKE€Hbl Ha HECKOJIBKO KOMIIOHEHTOB C
UCIIOJIb30BaHUEM MporpaMMHoro obecrieuenus Fityk [199]. /lanHbIi METO/] HCIIOJIB30BANICS KaK METO/T

«OTHCYATKOB MajlbLCB», IPHU 3TOM, IJIA I/IJIGHTI/I(bI/IKaHI/II/I KOHerTHOfI (1)3351 OBUIM HCITOJIL30BaHa
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KOMOWHAIMs ABYX M 0ojee MHUKOB JAJs YCTPaHEHUs OMMOOYHON uaeHTUuKanuu. Jlns JaHHOTO
aHanu3a a0COJIIOTHASI UHTEHCUBHOCTH ITMKOB HE YUUTBIBACTCS.

XANES u EXAFS cnektpsl Ha L3 kpae ypaHa aJis Onpee/ieHus] CTEIICHU OKUCIICHUS ypaHa U
JIOKaJIbHOTO OKPYXEHHsI ObUIM 3aperucTpupoBaHbl Ha cienyromux ycraHoBkax. XANES u EXAFS
CHEKTPBI UCXOIHBIX OKCHIOB, OKCHJIOB ITOCJIE BBIICP)KUBAHUS B UMUTATOpE 10K1eBOi Boabl 1 XANES
CIIEKTPBI HEKOTOPBIX «ropstunx» vactur (SLS, SL6, SL10, SL11, SL13, M3) Gbuti moaydeHbl Ha
cranuuu CtpykrypHoro marepuaioseaenus (CTM) [200], KypuaToBckuii HCTOYHUK CHHXPOTPOHHOIO
manydenus, HUI[ «KypuaroBckuii umHcTtuTyT», MockBa, Poccusa. Uit perucrpauuu CHEKTPOB
UCIIOJIb30BaM MOHOXpoMatop Si(220) u gerexktrop Amptek. CriekTpsl 00pa3oB OKCUAOB ypaHa ObUIN
3aperucTpUPOBaHbI B peskuMe npornyckaHust. CIEKTpbl «TOpsSYMX» YaCTULl ObLIM 3apEerMCTPUPOBAHBI B
pexxume (ayopecreHuuu.

XANES u EXAFS criektpsl Ha L3 kpae ypaHa OKCHJIOB ITOCTIE SKCIIEPUMEHTA 10 PAaCTBOPECHHUIO
ObUTM TOJNyYeHBl Ha CcHHXpoTpoHHOW cranuuu Rossendorf beamline (ROBL/BM20[201])
EBporeiickoro meHtpa cuHxpoTpoHHoro musnaydenust (European synchrotron radiation facility ESRF),
I'peno6nb, @Opannus. beun ucnonb3oBan 18-351eMeHTHBIN repmaHueBblii netekTop, Ar-N2 cmech B
MOHU3AIMOHHBIX Kamepax u Si(111) MoHOXpoMaTop.

CrieKTpOCKOIHSI PEHTI€HOBCKOTI'O MOTJIONIEHUS € BBICOKUM pazpetienuem no suepruu (HERFD
XANES) mnsa «ropstunxy» yactun SL10, SL6 u T1 Ha L3 xpae ypana u ans gactuisl SL6 Ha My kpae
ypaHa ObLia MpoBeleHa Ha CHHXpOTpoHHON cranumuu Rossendorf beamline (ROBL/BM20 [201])
EBporeiickoro mnentpa cuHxpotpoHHoro msnydenus (European synchrotron radiation facility ESRF),
['penoGib, OpaHius, Ha PEHTTEHOBCKOM 3MHCCHOHHOM CIHEKTPOMETPE BBICOKOTO pasperneHus (XES)
[202]. PeHTreHOBCKHMH AMHCCHOHHBIA crekTpoMeTp (puc. 44 A) COCTOMT W3 MATH KpUCTaLI-
aHanu3atopoB u jerekropa Ketek, pacrmonoxkeHHbIX BMeCTe ¢ 00pasinoM Ha kpyre Poymdnma B
reomerpun Moxanua ¢ paguycom 0,5 M uimn 1 M (puc. 44 B). st HAIIMX M3MEpeHHii GbL HCIIONB30BAH
MIOJTYMETPOBBIN paanyc. I3MepeHuns OKOJIOKpPaeBOi CTPYKTYPHI CIIEKTPa PEHTI€HOBCKOTO MOTJIOIIEHHS
C BBICOKMM DJHEPreTHYECKMM pa3pelIeHueM, 3aperucTpUpPOBAaHHOIO B pexuMe (IyopecleHlInn
(HERFD XANES), Obun mpoBeeHbl MyTeM CKAHHUPOBAHUS MANaroUIeil JHEPTrHH BIOJb Kpas
TIOTJIOIIEHHS] BEIOPAHHOTO 3JI€MEHTa B MAaKCUMYME PEHTI'€HOBCKOW JMHHH. PEHTT€HOBCKHE CIIEKTPHI
U3MEPSITH IyTeM CKaHWPOBAaHUS M3ITy4aeMO SHEpruH Npu (UKCHPOBAHHOW DHEPTUU MAIAOIIETO
n3nydeHus. Bpems peructpanmm crektpa oxHod uacthmnbsl Ha U Ls-kpae, moiaydeHHOM C
UCToNb30BaHueM KpucTtauioB Si(220), coctaBmwino 15 munyr, Ha U My-kpae, ¢ HCIOIb30BaHUEM
kpuctamoB Si(880) — 25 munHyT. s Kaxaoro crekTpa ObLIO 3aperucTpUpOBaHO MO 3 CKaHa.
«["opstune» yactuibl, 3adUKCUpOBaHHbIE Ha BoJib(pamoBoit urie (puc. 44 B), ObUIM 3aKperuieHbl Ha

CIICIHUAJIBHOM ACPKATCIIC.
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Puc. 44. Penmeeno8ckutl IMUCCUOHHBIU CHEKMPOMEMpP. KPUCMAL-AHAIUZAMOPbL Ha Oepicamensix (A),
obwas pomozpagus pacnonoxiceHus: 6b1600a CUHXPOMPOHHO20 UZNYUEHUsI Mechie ¢ Npoooll U
kpucmann-ananuzamopamu (b), soneghpamosasn uena c «zopsauerty yacmuyetl, 3aKpenieHHAs Ha
oepoicameine 0KOI0 UCMOYHUKA usnyyeHus (B).

Jliis 0O6paboTKK TOMYyYEHHBIX JIaHHBIX CHEKTPOCKONMHMHM PEHTTEHOBCKOTO IMOIVIOMICHUS OBLI
ucnonb3oBad nporpammusbiil naker IFFEFIT [198]. Ananu3 nepBuuHbIX JaHHBIX XAS mpoBOAWIN B
nporpammuoMm obOecriedeHnn ATHENA. Kaxneiii ckaH Obul M30aBICH OT CIYYalHBIX THKOB U
BBIPOBHEH, & HECKOJILKO CKaHOB (2—3) ObUIM 0OBEIMHEHBI [T YIYUIISHHsI COOTHOUICHUS CUTHAI/IITYM.
OObearHEHHBIE CIIEKTPhI ObUTH 00pabOTaHbl, YTOOBI YCTAHOBUTH MPABWIIBHBIC MPEA- U MOCTKPACBbIC
auauK U nonoxenue Eo. [logronky cnexrtpo EXAFS npoBoguiu ¢ ucnonb3oBaHUEM TPOrPaMMHOTO
obecrnieuenns ARTEMIS B R-npocrpanctse, auanason ®ypbe-npeobdpazosanus cocTasisn 3-13 Al
HNudopmarus o crpykrype okcuaoB UQO», UsOg u UQOs, HeoOxommmast mist pacueroB FEFF, Oputa
nojlyyeHa u3 nureparypHbix uctouHukoB [88,103]. O6pazen UsOg Obl1 06paboTaH ¢ HCIONb30BAHUEM
CTPYKTYpPHBIX JAaHHBIX, TIOMYyYEHHBIX METOIOM HeWTpoHHOH nudpakuuu. Ilytu paccesHus,
HeoOxoaumble st noaronku EXAFS-cnekrpoB, Obutn paccuuTansl ¢ ucnoib3oBanueM koioB FEFF6 u
FEFF8.5 [203]. IIpu noxaronke mapamerp So® ObLT ycTaHoBjeH B 3Hadenue 0,9, mapamerp AE( GbLT
OJTMHAKOBBIM ISl BCEX KOOPIUHAIMOHHBIX cpep M M3MeHsUICS Kak TiobanbHbli. KoopanHannoHHbe
yucna (KY) Obutm 3aduKCUpOBaHBI, COMIACHO KpHCTALIOrpadUyecKuM JaHHBIM. B HEKOTOpBIX
oOpasmax jgomyckaioch BapbupoBaHue KY isi KHCIOPOAHBIX KOOPAMHAIMOHHBIX OO0OJOYEK C
OTpaHMYEHUEM CYMMBI IO pa3ZiesIeHHBIM Mo0000ukaM. KputepusMu npueMiaeMoCT! JUisl TOATOHKU

OBLIM CTaTHCTUYCCKUE napameTpbl U (1)H3quc1<a;1 OCYHICCTBUMOCTD HOHy‘ICHHOﬁ MOACIN.

JIuneitnass komOuHanus crekrpoB HERFD-XANES na M4 kpae ypana Oblia mpoBesieHa ¢

UCTIONIb30BaHueM nporpamMmHoro obecnieuenust ITFA [204,205].

W30TOmHBIE OTHOLICHUS ypaHa W IUTYTOHUS OBUIM ONPENENICHBI C HWCIIOJIB30BAHUEM Macc-
cnekTpomerpa BTopuuHbix HoHOB CAMECA ims 4f (IIKIT «Cuuxporpon», 3enenorpan, Poccus)
(puc. 45 A) u BpPEMSIPOJIETHOTO Macc-CIeKTpoMeTpa BTopHuHbIX HOHOB TOF-SIMS.5, IONTOF

(puc. 45 b, B) [206] (IRS, ynuBepcurer umenu JleiiOnuna, ['anHoBep, ['epmanus). 3HayeHue
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BBITOPAHHsI TOIUIMBA IS «TOPSYMX» YACTHI[ ObLIO PACCUYMTAHO C MCIIOIB30BAHHUEM SMITHMPHUECKOTO
ypaBuenus (13), BeIBeIcHHOr0 MUPOHOBBIM 1 coaBTopamu [185].

(ZBSU) (ZBSU)
. p—0817 _ 2380/ ogpasye \*2°U

236y
(zsaU

NPUPOJHOE , ( 1 3)

)B o6pasue

154 B34 — 4180 - (5550

238
u pUpoJHoe

235U 236U

rae B —3nauenmne BBII'OpaHUs TOIUIMBA-MaTepurajia 4aCTUIlbl, m u m — W30TOITHBIC OTHOLICHUW A YpaHa

B IIPUPOTHOM ypaHe U B HCCIIElyeMOM 00pasiie, ONpe/esIeHHbIE MAaCC-CIIEKTPOMETPUYECKH.

Puc. 45. Macc-cnexmpomempui smopuutwvlx uonos: macc-cnekmpomemp CAMECA 4f (A),

spemanponemusiii macc-cnekmpomemp TOF-SIMS.5, IONTOF (b), nasepuas ycmanoska 0t

peaucmpayuy pe3oHaAHCHO-UHOYYUPOBAHHBIX MAcC-Cnekmpog (B).

Co;[epncaHHe IMPOAYKTOB ACJICHUA W MHHOPHBIX AKTHHHUIOB OBLIIO OIpeaAcICHO TIraMMa-
CIICKTPOMECTPHUUCCKU C UCIIOJIb30OBAHUCM I'aMMa-CIICKTPOMECTpa ORTEC ¢ JACTCKTOPOM M3 CBCPXUYHUCTOI'O

repMaHus ¥ nporpaMmHoro ooecneuenusi LSRM.



66
3. Pe3yabTathl U 00CYy:KIeHHE

3.1. XapakTepucTHKH OKCHI0B YPAHA — HUMHTATOPOB «TOPAYHX» YACTHIL

3.1.1. MopdoJioruueckne 0cCOOEHHOCTH OKCHI0B ypaHa

Cpenuuii pasmep gactui ucxoaaoro okcuaa UO2 05 o qanabiM POM (puc. 46, 112 T') cocraBuin
okosio 300 M, Bapeupys 01150 10 450 M. 1o manaEIM POM pasmeps! u hopma 4acTHI] OKCHJIOB ypaHa
UO2.05, UO2,10, UO215, UO220 OM3KK BBHIY METOAAa CHHTE3a IMOCICAHMX TPEX, KOTOpbIC ObLIN
noxy4eHsl u3 nepporo. Mopdounorust crexuomerpuaroro UO; u U4Og cunbro otimgaercst ot UO2+x —
YacTHUIIBl KPYITHEE Ha HECKOJIbKO MOPSAKOB, HX THAMETpP COCTaBIsieT — B cpenHeM 3,5 MkMm (ot 1 mo 7
MKM). DTO 00bsicHseTcst pasHuiei crnocobos ux moaydenus: UO2 10, UO2 15, UO220 ObLIH MOTydCHBI
tBepaodazubm cuaTe30M 13 UO2 05, HCXOIHBIN pa3Mep KOTOPOTO COXPAHUIICS Y OKCHIOB B pe3yJIbTaTe
cunte3a, a UsOg ObUT MOJy4YeH MPH BBICOKOTEMIIEPATYPHOM CIIEKAHWU JIBYX OKCHJOB ypaHa, 4TO

obecrnieunsio OOJIBIION pa3Mep YacTHII.

Puc. 46. POM uzobpasicenusi cepuu oxcuoos ypara om UO2 0o U4Oo.

3.1.2. Cnekrpockonust KP, peHTreHoBckasi 1 HeHTpOHHasi AM(PPAKIMA OKCHAOB ypaHa

CriekTpbl KOMOWHAIIMOHHOTO paccestHust crexuoMeTpuuHbix UO2, TUIIepCTeXMOMETPUIHBIX

okcunioB UO2+x 1 UsOg mmokazansr Ha puCyHKe 47.
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Puc. 47. Cnexmpwt KP cepuu okcuoos ypana om UO2 0o UsOg.

B criekTpe KOMOWHAIIMOHHOTO pacCesHUS CTEXUOMETPUYHOTO JHOKCHIA YpaHa HaOIItoJaeTcs
nuk npu 445 cml, cooTBeTCTBYIOIMIT TPEXKPATHO BHIPOKIEHHOMY KOMOMHALMOHHOMY AKTHBHOMY
xonebannio U-O Tog, m mmk 2LO 1150 cm? [207]. DTo 10Ka3bIBaeT CTEXHOMETPHUIO IMOKCHAA YpaHA
[108,109,112,115,120,208]. {ns runepcTrexuoMeTpuieckux okcuaoB, HaunHas ¢ UOz o5, Ha0I01a710Ch
nosiBeHHe NuKa mpu 560 cMl, 4TO COOTBETCTBYET MPOAOILHOMY ONTHYECKOMY (POHOHY HEpBOro
nopsaxa LO. ITpu panpHeiieM HaCBIIIEHHN HOAPELIETKH KUCIOPOAOM HOABIAETCS MUK 1pu 620 cm 2,
COOTBETCTBYIOIMI BaneHTHOMY Kosebanuto U-O Aig. Ero mosiBieHme o0ycClOBICHO HCKaKEHHEM
AQHMOHHOW TOJIPEUIETKH B CTPYKTYpe (III0OpHTA B pe3yibTate BHenpeHus kuciopoaa [113,119]. Ipu
stoM ans okcuaa UOgz 10 mosiBeHNE BTOPOTO MUKa BRINISAUT, Kak ymupenue auaun LO. s UO2 s
auann LO u Arg UMEIOT OJMHAKOBYIO MHTEHCUBHOCTH, a st UO220 HHTEHCHBHOCTH BTOPOTO TMHKA
(620 cMt) craHoBuTCA Gonble. DTO cormacyerTcs ¢ pe3ydbTaTaMH JHHEHHOTO DPA3lOKEHMS THKOB
(rabmuma 9). B cnextpe UsOg ocTaroTcst TONBKO JTMHHUH, COOTBETCTBYIOIINE KOeOaHusAM T2g U Aug.
3nauenusi KP-casura BMmecte ¢ mapameTpaMy pa3iokKeHHs HEKOTOPHIX MUKOB B CHEKTPaX OKCHIOB

ypaHa 1oka3assl B Tabnuue 9.
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Tabnuya 9. Ilapamempol nukos Ha cnekmpax KP ucxoOHvix okcuoos ypaua.

560 cMt/ LO 620 cmt / Agg
Oxcun | 445 cmt/ Tog [TapameTpsl pa3nokeHHs MUKOB 1050 cmt / 2LO
IIIIIB! | Beicora | INIIIIB | BeIcoTa

UO, +* - - - +
UO2.05 + + - - +
UO2.10 + 41,9 421,0 10,7 50,4 +
UO2.1s5 + 43,3 146,0 25,2 80,3 -
UO2.20 + 41,5 108,2 23,6 121,6 -

U409 + - - + -

*+ 0003HaYaeT HAJTMYKE TIHKA B CIICKTPE; - OTCYTCTBHE ITHKA B CIICKTPE
Crnektp xomOunannonHoro paccesuus UzOg (puc. 48) coaep>KuT JIMHUU, COOTBETCTBYIOLITHE
KonebaTemsHBIM MosiaM Big (250 cm); Bag (412 em); Bag (487 em™t) m A1 (375 cm™t) B 06mactr ot 100
10 500 cmt [209]. Muk Bosne 800 cm! cooTBeTCTBYET KONEOAHNSIM AKCHABHBIX yPAH-KHCIOPOTHBIX
CBSI3e KaTHMOHA YypaHWIa WIM TNPUMECHOro Tpuokcuaa ypana [112,115,120]. Coektp
KOMOWHAIIMOHHOTO PACCESIHUSI TPUOKCHIA ypaHa COJIEPIKUT KosiebaTenbHble MOkl B1g, B2g, B3g 1 muku

B o6nactax 590 cm! u 852 cmt, uTO XOpOIIO Cornmacyercs ¢ pe3yabTaTaMU APYTHX HCCIEIOBAHUM 0-

UOs [84].

MHTEHCWMBHOCTb, OTH.es,
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KP-caswur, M

Puc. 48. KP-cnexmpbol 0Kcu008, UCHOIb308AHHBIX 8 IKCNEPUMEHME NO PACMEOPEHUIO 68 OUOLOSUYECKUX
arcuoxocmsx UO2 05, U409, U3zOsg 1 UO3.
Cnexrpockornus KP 1o cpaBHEHHIO ¢ TOPOIIKOBON PEHTICHOBCKOM Audpakiueit (puc. 49 A)

ITIO3BOJISACT O6H3py>I(I/ITI) TOHKHEC H3MCHCHHS B KpHCT&HHH‘IGCKOﬁ pEemETKE, O 4Y€M CBUACTCILCTBYCT

1HOJZHG}Z wupuHa Ha nojuyevicome
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TIaBHEIA mepexon oT nuka 560 cm™ k nuky 620 cm! B uanazone ot UO2 10 UsOg 1 mosBIEHNE HOBBIX
JUHUM paccesHUs B CIEKTpaX OKCHJIOB B BBICIIMX CTemeHsx okucieHus. Cnekrpockonus KP
MOKA3bIBACT HAaMOOJIBIIYIO [TOIBEPKEHHOCTh M3MEHEHUAM KUCIOPOIHON MOAPEIIETKH B OKCHUIaX YpaHa,

9TO COTJIACYETCs C pe3yJbTaTaMu MpeAbLIyIuX ucciaeaoBanuii [84,108,111].
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Puc. 49. Juppaxmocpammol okcuoos ypaua. (A) Penmeenosckue ougppaxkmozpammol UO2+x, 20e x=0,
0.05, 0.10, 0.15, 0.20; U3Osg u UQs3; (b) Hetimpounvie ougppaxmoepammot UO2+x, 20e x=0.05, 0.10,
0.15, 0.20 u U307.

[TopomikoBasi peHTTEHOBCKasi TU(PPAKIIUS MOKA3bIBACT HEOOJIBIINE M3MECHEHUSI B OKUCICHUH
nuokcna ypana, Hauuaas ¢ UO2 10: 1t UO2,15 1 UO2 20 HaOIF01a€TCS CMEIIICHUE BITPABO MOJIOKCHHM
pedutekcoB 33° u 47°, B To Bpems kak juis nepBbix Tpex wieHoB psga (UO2, UO20s5 u UO210)
MPOCIICKUBACTCS TIOCTETICHHOE YBEIMUCHHE HHTEHCUBHOCTH 3TUX YETHIPEX MUKOB.-J{udpakTorpammsl
U3Og u UO3 oTiinyaroTcst CleayromuM o0pa3oM: MpH COXPAHEHUHU TMOJOKEHUs, Ha AUQpaKkTorpamme
UsOg peduiekcol ynBanBaroTcs, a Ha qudpakrorpamme UO3 pedirekchl 6osee YIIHpEeHsI 10 CPABHEHUIO
¢ Us3Og (puc. 49 A). B nekoropsix paborax [79,82] mo caBury peduiekCcoOB Ha pPEHTTEHOBCKOM
TU(paKkTorpaMMe J0Ka3bIBAIOT TOHKOE HM3MEHEHHE KHCIOPOTHOW MOJPEIICTKH B OKCHAAX ypaHa,
OJTHAKO METOJI PEHTTEHOBCKOM TMOPOIIKOBOHM AM(paKIK HE SBISETCS OUEBUIAHBIM JJIS MOJPEUICTOK
JIETKAX aTOMOB, TAKUX KaK aTOMbI KHCIOPO/Ia.

Jlns Gojiee TOYHOTO OIPEACIICHUS] U3MEHCHHH B KPUCTAUTHYECKOM MOJpeIIeTKe KUCIopoaa
MOYKHO HCIIOJIb30BaTh HEUTPOHHYIO IU(PPAKINI0, TMOCKOJBKY OHAa SIBISCTCS YYBCTBHTEIBHOM s
jerkux aroMoB. Ha ueitrponnoii nudpakrorpamme UO2 05 mpucyTcTByeT pediekc Ha 33°, KOTOpbIi He
HaOmoaercs Ha audpakrorpammax UOz2 10, UO2,15, UO2 20 (puc. 49 B). B psiy UO2,05, UO2,10, UO2,15,
UO220, TPOMCXOMUT YIIMPCHHE HauOoJlee HWHTEHCUBHBIX pe(dIeKCOB W CIIaKHBaHUS MCHeEe
uHTeHCUBHBIX. Helitponnas nudpakxrorpamma U307 ommyaercs ot audpakTorpaMm cepru OKCHIOB

UQO2+x: MpOUCXOAUT pazBoeHue peduiekcoB Ha 56°, 69° u 88°.
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Puc. 50. Pesyromamul netimponno-ougpaxyuonrnozo ananusa oxcuoa UsOg: (A) Hetimponnas
ougppaxmoepamma, (b) OmnocumenvHole nonodicenus Kyouseckux (puonremossvie) u
KY000KmMa3opuyeckux noausopos (opawoicesvie). Ilpoexyuu kpucmannuieckou peutemxu Ha. (B)
niockocmes (a; C); niockocms (a+b-c; a-b).

ITo pesynbraraM HeHTpOHHOU MU pakiuu cuaTe3npoBaHHOro okcuaa UsOg (puc. 50 A) Obun
YTOYHEHB! JJAHHBIE O MEKAaTOMHBIX PACCTOSHHX JJIs KyOMUYECKHUX M KYOOKTa’IpHUECKUX MOJIUIIPOB B
KPUCTAITHYECKOH perreTke 3Toro okcuaa (puc. 50 b, Tabnuna 10). IIpocTpaHcTBeHHAs TpyIINa OKCHIA
I-43d, xoopauHanmonHoe umcio ypana paBHo 11. Ctpykrypa okcuma UsOg siBisieTcs mpeaenbHOi

¢droopuTono00HOH CTpyKTYypoii B cepuu okcuioB UO2+x (puc. 50 B, I).
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Tabauya 10. Mexcamomnvie paccmosinus (U-O) 6 kpucmannuueckou peuwemre UsQOo,
ycmanoenenHvle no OaHHbIM HelimponHotl ougpaxyuu (A): (A) é kyéuyveckux nonusopax; (b) 6

KYO0OKMA30puydeckux noausopax.

A
U1-04 2,25267(9) | U2-010 2,23741(9) | U3-07 2,15716(8)
U1-08 2,26578(9) | U2-010 2,23741(9) | U3-012 2,18434(9)
U1-08 2,26578(9) | U2-011 2,24135(9) | U3-09 2,24573(9)
U1-08 2,26578(9) | U2-011 2,24135(9) | U3-010 2,27878(9)
U1-09 2,33506(9) | U2-013 2,32177(9) | U3-06 2,29945(9)
U1-09 2,33506(9) | U2-013 2,32177(9) | U3-05 2,32991(9)
U1-09 2,33506(9) | U2-06 2,35143(9) | U3-013 2,37482(9)
U1-05 2,64887(10) | U2-06 2,35143(9) | U3-06 2,50938(10)

B

U7-06 | 2,34074(9) | U6-O11 | 2,26819(9) | U5-O3 | 2,09955(8) | U4-O1 | 2,14950(8)
U7-012 | 2,35228(9) | UB-O8 |2,33415(9) | U5-02 |2,18452(9) | U4-O1 | 2,14950(8)
U7-07 | 2,41700(9) | U6-O13 |2,38899(9) | U5-O1 |2,19926(9) | U4-O2 | 2,19084(9)
U7-08 | 2,43000(9) | UB-O11 | 2,39976(9) | U5-03 | 2,24279(9) | U4-02 | 2,19084(9)
U7-04 | 243213(9) | U6-O13 |2,42520(9) | U5-O8 | 2,34162(9) | U4-O7 | 2,45828(10)
U7-010 | 2,45485(10) | U6-O9 | 2,43160(9) | U5-O10 |2,43731(9) | U4-O7 | 2,45828(10)
U7-O7 | 2,46470(10) | U6-O12 | 2,51291(10) | US-09 | 2,48704(10) | U4-O12 | 2,47730(10)
U7-02 | 2,71732(10) | U6-O3 | 2,70416(10) | U5-O11 | 2,52578(10) | U4-O12 | 2,47730(10)
U7-01 | 2,81155(11) | U6-O1 |2,72516(11) | US-O14 | 2,54002(10) | U4-O14 | 2,49336(10)
U7-03 | 2,83573(11) | U6-02 |2,79547(11) | U5-O14 | 2,55065(10) | U4-O14 | 2,49336(10)

3.1.3. CrnekTpockonusi peHTTeHOBCKOI0 MOIJIOIMIEeH!s] OKCHI0B YPaHa

Cnextpsl XANES ¢ ux nepBsIMH POU3BOIHBIMU JUIsI OKCHJIOB YpaHa MMOKa3aHbl HA PUCYHKE
51A, b. Cnektpsl EXAFS okcu0B ypaHa BMecTe ¢ MOATOHOYHBIMU KpHBbIMU B R- u K-mipoctpaHcTBe
nokazanel Ha puc. S1 B, I'. 3aBUCHUMOCTh TOJIOKEHUSI MaKCUMyMa TEPBOM MPOU3BOAHOU CHEKTpa

XANES uccnenoBanubix okcua0B oT oTHomenuss U/O nanbl Ha quarpamme 51 1.
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Puc. 51. XANES cnexmput na L3 kpae ypana oxcudos 6 pasnuunvix cmenensx oxucienus (A) u ux
nepsvie npouszeoonsvie (b); EXAFS cnexmpul na L3 kpae ypana okcuoog 6 paznuunvix cmenensx
oxucnenus (B) u ux @ypve-mpancgopmanmut (I'). Henpepuignvle aunuu coomeemcmayiom
IKCNEPUMEHMANLHBIM OAHHBIM, NYHKIMUPHbLE TUHUU COOMBEMCMEYIOM PACYeMHbIM OAHHBIM.
Onepeemuueckoe nonodicenue nepeoii npoussoonoii cnekmpa XANES 6 3asucumocmu om amomnozo
COOMHOULeHUs KUCIOPOOad K YPaHy 8 okcuoax (/).

[Tonoxenne nuka neppoit mpousBogHoi XANES criektpoB okcunos ypana or UO2 g0 UO2,20
cmemaercs Ha 1-2 3B B mpenenax 5 3B B cropoHy Ooijiee BBICOKMX SHEPruil MpH HACHINIEHUU
HO/IPEIICTKH KUCIIOPOJIOM, YTO COTJIACYETCsI ¢ pe3yIbTaTaMu Opyrux ucciaenosanuii [81,82,91,205,210—
213]. TloctkpaeBble CTPYKTypbl ITHX CHEKTPOB HMEIOT aHAIOTHYHY0 (OpPMY C JIOKAIbHBIM
MakcumymoM mipu 17209 3B. Tlomokenne mnwmka mepBoit mpoumsBogHol crektpa XANES UsOg
HAXOJUTCS B paMKaX MOTPENIHOCTH METO/a, KoTopas coctaBisieT 10% B ciydae onpeneneHus CTeneHn
okucnenus. [Ipu okucnenuun g0 UsOg monoxkenue 6enoii TuHUM MeHsieTcs Oojiee 3ameTHO — Ha 10 3B
no cpaBHeHHIO ¢ UO2. [Ipu 3TOM opma nuka oiMHAKOBa, a EpBasi IOCTKPaeBasi CTPYKTypa HaXOAUTCS
B paitore 17230 5B, To ecTh B 00Jiee BRICOKOIHEPTETUUECKON 00JACTH TIO CPABHEHHIO C OKCHIAMU C
0osiee HU3KON CTENEeHbI0 OKUCIeHHs ypaHa. [lomoskeHue Genoil NMHUM B CHEKTpe TPUOKCUIA ypaHa

OCTACTCA TAKUM KE, KaK U B CIICKTPC U308, OJHaKoO (bopMa OCHOBHOT'O ITHMKa IIOTIJIOIICHUA MCHCC



73

CUMMETpHUYHA: MpaBbIi Kpail 6osiee TIIOCKHIA, TOATOMY MUK MMeeT GopMy TpeyrojbHHKa. B cnekTpe
TPHOKCH/Ia ypaHa IOCTKPaeBhIe CTPYKTYPHI He Habmogarores (puc. 51 A, b, ).

CpaBHeHHE MapaMETPOB JIOKAJTLHOTO OKPYXKEHHS psAsla HeCTeXUOMETPUUHBIX OKCUAOB UO2+x C
nuamazoHoM x ot 0,05 mo 0,20 co crexuomerpuudbiMm UO2 [91,214] mo nanubiM EXAFS mokasanu
cIIeAyIoNue 3akoHoMepHocTH (Tadbmuna 11, puc. 51 B, I):

* Mayioe u3MeHeHHe creneHu OkucieHus (x=0,05) mpUBOAUT K HMCKAXEHUIO HCXOIHOU
CTPYKTYpHbI (IH00pUTa U PACIICTITICHUIO KUCIOPOAHOM MOAPEIIETKH Ha JBE ¢ MpUMepHO paBHbiMU KY
Ha paccrosHusx 2,24 u 2,39 A, IIPY 3TOM YpaHOBas MOJAPELIETKA OCTAETC HEU3MEHHOM.

* Ilpu nanpHelimeM HacbieHun kuciopogom (x=0,10-0,20) xucimopogHasi moApenieTka
¢roopuTa ycTOWYNBA, U JOMOIHUTEIBHBIE ATOMBI KUCJIOPOAA MOSBISIOTCS B MEXKY3€JIbHBIX MO3ULIUAX
Ha paccrosuun ~2,8 A or ypama. Ilapamerp JleGas-Yoiaepa KHCIOPOAHBIX MOA060I0YEK
YBEJIIMUUBACTCS C YBEIMYCHUEM JI€(PEKTHOCTH, KOTOPAst KOPPEIUPYET C YBEIMUCHUEM HCKaKCHUH.

» [TopemnieTka ypaHa ocTaeTcs HeM3MEHHOM Ha paccrosiHuu 3,87+0,01 A, uro cooTBeTcTBYET
crexuomerpuuyHomy UQO2. HekoTopoe pasymnopsioueHrue 3TOi HOAPEeTKH Tpoucxoaut mpu x=0,15,
YTO BbIpa)kaeTcs B 3HAUUTEIbHOM yBenudeHuH mapamerpa Jlebas-Yomrepa ans UO2 15 u UO220, uTO
COTJIacyeTcs C JINTePaTypPHBIMU JaHHBIMU 00 yBeMueHUH napamerpa Jlebas-Yoruiepa ¢ yBeTuIeHHEM
Pa3ymnopsA0YCHHOCTH CTPYKTYPHI B KPUCTAUTMYECKHX BeEHIECTBaX MPH (PHUKCUPOBAHHOM 3HAYCHUU

KOOPIMHAI[MOHHOTO YHCJIA M TIPU PETUCTPALIUK CIIEKTPOB B OJIMHAKOBBIX yciaoBusx [91,214].
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Tabnuya 11. Iapamempor noxkanvrozo oxkpyscenus ypana 6 okcuoax UQOz+xu UsOg no

oannvim cnekmpomempuu EXAFS. JKupnvim evioenensvt puxcuposarmvle napamempol.

U-O U-U
O6pa3zernn AEg, 5B
K4 R,A | 6% A? K4 R, A c?, A2
3,3 3,1 2,24
UO2.05 0,005 12 3,87 0,005
55 2,39
3,2 8,2 2,35
UO2.10 0,010 12 3,87 0,005
1,0 2,81
2,9 8,5 2,34
UO2.15 0,015 12 3,87 0,008
1,3 2,75
3,7 8,7 2,34
UO2.20 0,017 12 3,88 0,008
1,7 2,74
4 2,26
3 2,46 0,008
U409 4,1
1 2,82 12 3,89 0,011
1,0 3,17
0,003
2,0 3,40

Ha paccrosuun 2,2-2,8 A npucyrcTByroT BKIaasl TpeX KOOPAMHAIMOHHBIX cdep aToMOB
kucinopona ¢ obumm KUY 8. JlomongHuWTenbHBIE KOOpPAWHAIMOHHBIE Chepbl ¢ (UKCUPOBAHHBIM
cymmapsbiM KU 3 nossnsiores Ha 6ombiieM paccTossaud ot U: 3,16 u 3,39 A. Tloapemerka ypana B
U409 coxpansieTcs, Kak U B Cilydae UeaabHON CTPYKTYpHI (pIIroopuTa, M CoAepKUT 12 aTOMOB ypaHa Ha
paccrosuu 3,89 A. Paccrosuue U-U ysemuuusaercs Ha 0,02 A 1o cpasuenuto ¢ UO2. Dta pasnuna
ABJIIETCS 3HAUUMOM C Y4ETOM HEONPEJIETIEHHOCTH YCTAHOBJIEHHSI MEKATOMHBIX PACCTOSHUN METOAO0M
EXAFS na yposue £0,01 A. EXAFS cnekrpsl ucxonsoro UszOg anmpoKCUMHPYIOTCS CTPYKTYPOH,
omnpezenéuHoi B padore [103].

ITonronka crekrpa ucxogHoro oopasua o-UO3 mpoBoauiIach ¢ y4eTOM CIOUCTOM CTPYKTYpHI €
JBYMsI aKCUAJIbHBIMU aTOMaMU KHCIIOpO/ia HA MEHBIIIEM PAacCTOSHUU U HIECThIO0 aTOMAMU KUCIIOPOJa B
SKBAaTOpHANbHON miockoctd mpu 2,2-2,8 A, KU ana momo6onoukd akcHanbHBIX KHCIOPOIOB
coxpausieTcs (UKCUPOBAHHBIM, PaBHBIM 2. BBOASTCS TpU KOOpAMHALMOHHBIE I0J1000104KH: 2,28, 2,56
u 2,76 A. Tlpu srom KUY mms U-U ocraroTcss MOCTOSHHBIMH B COOTBETCTBHU C HCHOJIb3YeMOM
CTPYKTYpOIl.

XANES-cniekTpockonusi O3BOJSET MPOJAEMOHCTPUPOBATh HEOOIBIINE HM3MEHEHUS CTETICHU
OKHCJIEHH ypaHa I10 pa3HULE OJI0XKEHUS MTHKa IEPBOM IPOU3BOJHOMN CIEKTpa IPU PA3pELICHUH BbIIIE

1 »B. Cnekrpockonust EXAFS mo3Bonmia oOHapy UTh U3MEHEHHS B KUCIOPOJHOW MOApEIIEeTKE B
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pPE3yJabTaTC OKHUCICHUSA ypaHa IOJII BCCro psAga OKCHIOB, YTO TAKXKC MMHNPOKO chyxc;[anoc:b paHee
[91,106,191,210,213,215].

PSII[OM HC3aBUCHUMBIX MCTOAOB: pacTpoBasd QJICKTPOHHAsA MUKPOCKOIIUSA C
PCHTICHOCIICKTPAJIbHBIM MHKPOAHAJIN30M, CIICKTPOCKOIINA KOM6I/IH3,I.[I/IOHHOI‘O pacceanusd,
CIICKTPOCKOIIMA PCHTICHOBCKOI'0 IOIJIOMICHUA C HCIIOJB30BAHUCM CHHXPOTPOHHOI'0 M3JIYUYCHUA,
PEHTICHOBCKAA U HefITpOHHaH ,Z[I/I(i)paKI_[I/II/I, ObLIH OXapaKTCPU30BaHbl CUHTC3UPOBAHHBIC OKCHAbI YpaHa
JIA ﬂanLHeﬁmero OIIpCACIICHUA H3MEHEHHI TBepHOﬁ (1)33131 OKCHAOB IIOCJIC BBIACPKHWBAaHUSA B

KUOKOCTAX — UMUTATOpaAx )KI/II[KOCTeﬁ opraHu3mMa 4CJIOBCKaA.

3.2. U3meHeHus1 TBepaoii pa3bl 1 PACTBOPUMOCTH MMUTATOPOB YACTHIl OKCHIO0B

YPaHa B UMUTATOpPaXx )KI/I)IKOCTeﬁ OpraHmsmMa 4€¢JioOB€Ka " I[O)KIICBOﬁ BOAbI

Jliist IpOBEICHHST IKCIIEPUMEHTA 10 PACTBOPEHHUIO OKCHJIOB ypaHa B MMUTATOPAX YKUIAKOCTEH
opranusma W JoaeBoi Bojbl Obutr BbIOpaHbl okcuubl UO20s5; UsOg; UzOg; UO3 kak Hambomee
OTJIMYHBIE 110 CIIEKTPOCKOIMMYECKUM XaPAKTEPUCTUKAM B HAMOOJIBIIIEM THANa30He COOTHOIICHUH ypaH-
kuciopo. OKCUIBI ypaHa MoCie BBICPKUBAHUS B KHIKOCTIX — HMHTATOpPaX XKHUIKOCTEH OpraHu3Ma
YeJoBeKa ObLIM IOJABEPTHYTHI TEM K€ aHalM3aM, 4TO M HMCXOJHbIE OKcuibl. [lo pe3ynbratam
COIIOCTAaBJICHUS MOJYYCHHBIX JAHHBIX CHIEJIaH BBIBOJ] O BIMSHUU YKa3aHHBIX XKHJKOCTEH Ha CTPYKTYPY
OKCHIOB ypaHa. «G» B Ha3BaHWHU 00pasila 03HAYAET, YTO ITOT 0Opasel ObUT BBIIEPKAH B UMUTATOPAX
KUJKOCTEH JKETyJOYHO-KHIIEYHOro Tpakta, «L» B Ha3BaHuM oOpasma oO3HadaeT, 4To oOpasell
BBIICP)KMBAIIA B UMUTATOPE JICTOYHOM JKHUIKOCTH.

3.2.1. Mopdoioruueckne 0coO0eHHOCTH TBep/0ii (pa3bl Moc/ie BbIAePKMBAHUS B

HMHUTATOPAX JIerOYHOM KUAKOCTH M xuakoctax KKT

Pazmep uactuir u MOp(OJIOTHS HCCIEIOBAaHHBIX OKCHJIOB B IIPOLIECCE PACTBOPEHHS B
pacTBOpax-UMUTATOpPax JKUJAKOCTEM IKEIyJIOYHO-KUIIEYHOTO TpakTa W JIETOYHOW JKUJIKOCTH
U3MEHSIOTCS o-pazHoMy (POM wu3obpaxkenus Ha puc. 52, puc. [13). Mopdonornyeckux u3MeHEHHI
UO2,05 00HapykeHO HE OBLIO, a cpeanuii pazmep ymeHnsbimaercs ot 300 am 1o 200 am. Mopdomnorus
yactull UsOg HECKOIBKO MEHSETCS: MOCIe BbIAEP)KUBAHUS B PACTBOPAX, IMUTUPYIOIUX KeTyJOYHO-
KUIIEYHbIE KHUJIKOCTH OPraHMW3Ma, YaCTHUIIbl CTAHOBATCS OoJiee OCTPOYroJbHBIMH, a MOCIIE JETOYHON
JKUJIKOCTH - XJIONbeBUIHBIMU. CpeTHuid pazMep 4acTuIl ymeHbmaercs ¢ 3,5 no 1 mxm (puc. I12). s
UsOg cpennmii pasmMep YacTHI] MOCTEe BO3IACHCTBUS MMHUTATOPOB JKUAKOCTEH OpraHM3Ma dYeloBeKa
MEHsIETCSl He3HAuuTeNIbHO, Kak U Mopdosorus. Mopdonornueckue mamenenus yactury UOs mocne
BO3/JCICTBUS JIETOYHOM JKUIKOCTH 3aKIIOYAJINCh B CIEAYIOLIEM: M30METPUUYHBIE MCXOIHO YaCTHUIIBI
IpUOOpPETAIOT YIIIMHEHHYI0 (OpMy IpH HEU3MEHHOM CpeIHEM pa3Mepe, UTO CBHJIETEIbCTBYET O
NEePEeKPUCTAIITN3ALNN YaCTHUI] WIM O 3HAYUTEIIbHOM MOBEPXHOCTHOM PACTBOPEHHMM YaCTHUI[ OKCHIA B

YKa3aHHbIX YCIIOBUSAX.
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[Ipu BBIIEpKMBAaHUHM B JKUIKOCTSIX, COMVIACHO pabore Yiubpuxa u coaBTopoB 2009 rona,
MPOMCXOTUT OKHCIICHHE MTOBEPXHOCTH MUKPOYACTHII OKCUIOB yYpaHa. [103TOMy XMMHUYECKHE TIPOIIECCHI,
NPOUCXOJSIINE TPU TEPEeXoAe ypaHa B PAcCTBOP, OJMHAKOBBI: PACTBOPEHHE CJIOS OKHCICHHOTO
MECTUBAJICHTHOI'O YypaHa — BHC 3aBUCHUMOCTU OT HCXOI[HOﬁ CTCIICHU OKHUCICHHSA OKCHUIAOB. Ha

HN3MCHCHHUEC Pa3MCPOB YAaCTHUIl OKa3bIBAJIU BIIMAHUC XAPAKTCP INOBCPXHOCTU U (bopMa HaCTHII.

. {’
{
X

S 10 MM o

Puc. 52. POM-u3obpadicenuss okcuoos 0o u nocie sxcnepumernma no pacmeoperuiro. G obosnauaem
OKCUObI NOCTIE 8bIOEPAHCUBAHUS 8 PACTNBOPAX-UMUMAMOPAX HCUOKOCMEN HCETYOOUHO-KUULEUHO2O

mpaxma, L 0603nauaem okcuovl nocie 8b10epiHCUBAHUSL 8 UMUMATOPE JIe20UHOU HCUOKOCMU.

3.2.2. H3meHeHus TBepAOii a3l OKCHI0B YPaHa MoOC/Ie BbIAePKHBAHUS B UMHUTATOPaxX

J1eroYHou ;KuaAKocTH U KuAKoCcTAX KKT: cnekrpockonus KP
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Cnextpsl KP o6paszna UO2,05 10 ¥ mocine BO3AEHCTBHSI KHUIKOCTEH JKEITyI0YHO-KUIIEYHOTO
TPAKTa U JIETOYHOH KUJIKOCTH MOKA3bIBAIOT Pa3HUILY B HHTEHCHBHOCTH NMKOB 445 cM™ 11 560 em™ (puc.
53 A, I14). TIuk 1050 cM™? uMeeT HmpUMEpHO TAaKyIO0 K€ MHTEHCHBHOCTh BO BCEX TpeX CIydasX.
WurencuBHOCTh muka 560 cM™ yBenmuuBaeTcs OTHOCHTENHHO MHTEHCHBHOCTH muka 445 cm™ mocne
BBIIEP)KUBAHMSI B KMJIKOCTSIX, YTO CBHUJIETEIBCTBYET O IOBBIILICHUU CTENEHU Pa3yNoOpsJOUYEHHOCTU B
pemietke (arooputa 3a CYeT yMEHbBIICHHS BKJIajga BUOparMoHHOro kosiebanus Tzg. Crektpel KP
obpasna UsOg (cm. puc. 53 b, [14) no 1 mociie BO31eHCTBUSI )KUIKOCTEH HKEITyT0YHO-KUIIICYHOT'O TPAKTa
TOKA3bIBAIOT yBEIMUEHHe HHTEHCHBHOCTH MuKa npu 620 cM™ oTHOCHTENbHO 445 cM ™Y, uTO ykassBaeT
Ha MOBBIIICHNE CTENICHH Pa3yNopsSA0YEHHOCTH B pelIeTKe, Kak 3T0 ObUI0 moka3aHo it okcuaa UO2,os.
MakcuMyMBbl NIMKOB MMEIOT OJMHAKOBOE IIOJIOKEHME, 3TO YKa3blBae€T Ha TO, YTO KpUCTaLIMYecKas

pelmeTKa HE HACBHIIACTCA KUCJIOPOAOM B PE3YJIbTATC BBIACPKUBAHUS B JKUJKOCTAX.

>

-1=F17 L
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Puc. 53. Cnexmpul kombOuHayuonHo20 pacceanus 00 U NOCe 8blOEPHCUBAHUSL 8 UMUMAMOPAX
nezounotl scuoxocmu (L) u ocuoxocmsx KT (G): (4) UO20s,; (B) UsOg, (B) U3Osg, (I') UO3.

Crnektpol KP o6pasna UzOg 110 1 mociie BbIIep:KUBaHUS B UMUTATOPaX KUAKOCTEH Opranu3ma
yenoBeka (puc. 53 B) oTnuuyaroTcs MOBBIIEHHEM ITyMa OTHOCHTEIBHO MOJIE3HOI'O CHUTHANA IOCIe
BBIICPKMBAHUS B OKHIKOCTAX, O0COOEHHO B jerounoil. KomeGarenbhas wmoma 454 cm™, nHe
oOHapyXuBaeMasi B CIIEKTpax UCXOAHON MPOOBI U MOCJE BBIIEPKUBAHUSA B JETOUHOM KHIIKOCTH, IO
pe3ysibTaTaM pa3joKeHus crekTpa (Tadbnuua 12) cTaHOBUTCS OTAENbHBIM TMKOM I1OCIIE BbIIEPKUBAHUS
B OKUJKOCTH JKEITYAOYHO-KUIIEYHOTO TpakTa. CHexkTp KOMOMHALIMOHHOTO pACCEesTHUS IOCIe
BO3JICHCTBUS JIETOYHOW JKUIKOCTH Takke Ooyiee NIyMHBIA, 4em crnekTp ucxomHoro UszOs. Ilocne
BO3/ICHICTBUS JKUKOCTEH KeNyT0YHO-KUIIeUHOTO TpakTa B criekTpe UzOg mosiBisiercs 3aMeTHas JIMHUS
B o6mactu 500 cM™, KoTopas MoABIAETCA TaKkKe B THIEpCTEXHOMeTpHuHbIX okcuaax UO2+x BMecTe ¢
nedeKTaMu CTPYKTYphI (DIIFOOPHUTA WM TPEXKPATHO BBIPOKICHHBIMH T2g KOJICOAHHSIMH, YTO TaKKe
CBHUJICTENILCTBYET O MOsiBICHUH (hazbl UO2+x.

[Tonoxenne muuuii (puc. 53 I') B cmektpax KP o6pasna UOs3 mocie skcriepuMeHTa Io
PacTBOPUMOCTH TAKXKE CYLIECTBEHHO MeHsieTcs. [Tocne Bo3nelcTBUS JIETOYHOM )KUIKOCTH BMECTO MHKa
852 cm?! mosBnsrores muku npu 818 ecmt m 990 cml, uTO MOXKET CBMIETENHCTBOBATE O HATMUMH
opranuyeckux npumeceit [216]. M3-3a mosiBiIeHUs] B CHEKTpax LIYMOB IOCJE JISTOUHBIX JKUIAKOCTEH
MpaBWJIbHAS HWHTEPIPETAlMs CIEKTPOB 3aTPyAHEHA, TaK KaK HU3KOMHTCHCHBHBIE MOJBI MOTYT

HHUBCJIMUPOBATHCA CUTHAJIOM OT OPTraHUYCCKHX HpHMeCGﬁ.

Tabnuya 12. Paznoxcenue cnekmpa KP oxcuoa ypana UsOg

Oxcun U3Os U3Os -G UsOs - L
[Tonoxenue
— BeicoTa [IIITB Beicora [IIIIB Beicora | IIIIIIB

347 Aig U-O 171 48 120 44 135 35
418 A1 U-O 392 48 290 50 301 47
454 Toq U-O - 89 13 -

475 Eq U-O 172 33 221 32 48 14
505 Eq U-O 170 45 234 29 140 48

YCTOMYHUBOCTh K OKHCICHHIO UOZ,OS BO BCCX HCCICOAOBAHHBIX CpC€aax MIPOTUBOPCHUT
NpeaAbIAYIINM HCCICIOBAHHAM, KOTOPBLIC IIOKa3ajid, 4YTO B PE3YJIbTATC BBIACPKHUBAHHA B BOIHBIX
pacTBOpax CTCXHUOMCECTPHUYHOI'O IPH PA3TUYHBIX 3HAYCHHAX pH, OKHCIIHUTCJIIbHO-BOCCTAHOBUTCIIBHBIX

YCIIOBUAX U COACPIKAHUAX Kap6OHaT-aHI/IOHOB AUOKCHUAa ypaHa Ha MNOBCPXHOCTHU o6pa3yeTcsi q)a:«:a
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UO2,25 [126,217]. DTO nmpoTHBOpEYNE MOXKHO OOBSICHUTB TEM, YTO B Halllel padoTe B SKCIIEPUMEHTE HE
UCTIOJIB30BAJICS MPOTOYHBIA PEAKTOp, YCKOPSIOIIUE Tpoliecc OKUcIeHus, 1 pH Bcex pacTBOpoB ObLI
HIDKe, YeM B pabote Toppepo u coaBropoB [217]. Yibpux M COaBTOpPHI YCTAHOBWIIM TOSIBICHUE
naccuBupytoriero ciost UO2+x Ha TOBEPXHOCTU TPAHYJ B OKUCIUTEIbHBIX yeiaoBusx [126]. Jleitnaepc u
coaBTopsl [79] nokazanu obpasoBanue HeynopsmoueHHoro UsOg B Hayasne mporecca TBepaodha3Horo
okucnenust rpanya UQO203, Mociae 4ero MPOUCXOAUT YIMOPSAOYCHUE W NalbHEHIIee OKHCICHHE C
00pa3oBaHMEM Ha TIOBEPXHOCTH BKIIFOYEHUH aMOPPHOTO TpUOKCH 1A ypaHa. [[0CKOIbKY CIIEKTPOCKOIHS
KP 4yBcTBUTENBHA K OKHCIUTEIBHOMY COCTOSHUIO THIIEPCTEXMOMETPUYHOTO JHMOKCHIA YpaHa,
OTCYTCTBHE M3MEHEHUHl B crekTpax KP uccriemoBaHHBIX OKCHIOB 0 M IOCJTE BBLACPKUBAHUS B
KHUJIKOCTSIX OpraHW3Ma YeJIOBeKa YKa3bIBaeT Ha OTCYTCTBHE M3MEHEHHI B MMOBEPXHOCTH OKCHUIIOB, YTO
MOJKET CBHUJICTEIIBCTBOBATh O TOM, YTO OKHCIICHHBIH ITOBEPXHOCTHBIA CJIOH OKCHIa K MOMEHTY
MPOBEJCHUS aHaM3a TepexoauT B pactBop. [loBepxHocTHBIX m3MeHeHHH B UsOg MO MaHHBIM
cnekTpockonuu KP He HaOmronaeTcs, X0Ta CTENEHb Pa3ynopsA0UCeHUs PEIIeTKH yBenuunBaeTcs. Jis
U3Og ObUIO 3aMeueHO HaJMYMe IpuMeceld B BHJE 0oJieeé BOCCTAHOBJICHHOW (OpPMBI OKCHIA Ha
TIOBEPXHOCTH I'paHy’1 (MakcuMyM B paitone 520 cmt). Tlo pesynsTaram ciekrpockonuu KP nan6onbiuee
BJIMSIHAE Ha BCE OKCHJIBI OKa3aj0 BO3ACUCTBHE JIETOYHOU KHUIKOCTH. C OIHOW CTOPOHBI, TO MOXKHO
OOBSICHATH TEM, YTO MPOJOIDKUTEIHLHOCTh IKCIIEPUMEHTA C JIETOYHOU JKUAKOCTHIO ObljIa 3HAYUTEIBHO
Oonbme: 34 mHS 1O CpaBHEHHMIO ¢ 2+4 YacaMu B JKEIYJAOYHO-KHUIICYHBIX JKUIKOCTSAX. [loMuMO
NPOJIOJDKUTEIBHOCTH 3KCIIEPUMEHTa, OCHOBHOE OTJIMYME B COCTaBaX JKUJIKOCTEH COCTOUT B
MPUCYTCTBUH KapOOHAT-aHHOHOB B JISTOYHOH JKUJAKOCTH M TPUCYTCTBHE (PEPMEHTOB B KUIKOCTSIX
KEITyTOYHO-KUIIEYHOTO TpakTa. DepMEHTHl CHIKAIOT PacTBOPUMOCTh OKCHJA ypaHa, O 4eM Oyzaer
nopoOHee pacckazaHo B riase 3.2.5. [Ipu 3ToMm, B MpUCYTCTBUU KapOOHAT-aHHOHOB PAaCTBOPUMOCTD
JIMOKCH/Ia ypaHa B BOJHBIX pacTBOpax pacTeT BMecTe co 3HaueHueMm PH pactBopa [126,218]. D1u aBa
(dakTopa 0OBACHSIOT OOJIbIIIEE MPEeoOpa3oBaHUE OKCUIOB MOCTE BBIICPKUBAHUS B JIETOUHON KUIKOCTH
110 CPaBHEHUIO C KHUIKOCTSIMH KETYIOYHO-KUIIIEYHOTO TPAKTA.
3.2.3. H3meHeHus1 TBepaoii Ga3bl OKCHI0B YPaHa MOCJIe BbIAePKUBAHUSA B MMUTATOPax
JieroyHo :;kuakoctu u kuakocTax KKT: cnekTpockonusi peHTreHOBCKOro

MOorJI01eHus

ITo nanueiM XANES cniekrpockonuu, monoxeHue OeNbIX JTUHUM U MOCTKpaeBble CTPYKTYPHI
CIEKTPOB COXPAHSIOTCS JIsi BCEX OKCHJIOB MOCJE BO3JIEHCTBHS KETyJOYHO-KUIICYHBIX M JIETOYHBIX
KHUJIKOCTEH. DTO CBUIETENLCTBYET O CTAOMIBHOCTU CTENEHU OKUCJICHUS ypaHa MPH BbIIEP)KUBAHUU B
UMHTATOpPAX JKHJIKOCTEH OpraHu3Ma 4YelioBeka B TeueHHe uccieayemoro Bpemenu (puc. 54 A). Ipu

pPacTBOpPEHUH 4YacTHIl OKCHIOB ypaHa Bcerpa pactBopsiercss U(VI), a ve U(IV). ITosTomy MoxHO
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MNpCAIIOJIOXNUTh, YTO HpPH NOBCPXHOCTHOM OKHUCICHUHU MUKPOYACTUIBI OKCHUIA O6p3.30BaBI_I_II/II>'IC$I

OKHCJICHHBIHN CIION MIEPEXOIUT B PACTBOP, HE BIIUSS HA CTEIIEHb OKHUCIICHUS OCTABIICHCS TBEPIOH (ha3bl.

NHTEHCUBHOCTb, OTH.en.

I | I [ I I
17.14 17.16 17313 17.20 17.22 17.24
x10™ SHeprusa, 3B

r

K2Ix(R)I, A3
K2Ix(R)I, A3

K2x(R)I, A3
Kk2x(k), A2

K2Ix(R)l, A3
5o
k2x(k), A2
g :

Puc. 54. Cpasnenue cnekmpos penmeenoscko2o nonowenus Ha Ls kpae ypana ons ucxoonvix oxcuoos

U OKCUO08 nocie evloepaicusanus 8 necouroul scuokocmu (L) u scuokocmsx JKKT (G): XANES
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cnexmpul (A); EXAFS cnexmput (b, I, E, 3); coomeemcmeyiowue @ypve-mpancgopmanmel Cnekmpos
EXAFS (B, 4, ’K, H).

EXAFS-cniektper UO205 10 M mocie BO3JACUCTBUS JKEIYTOYHO-KHUIICUHBIX M JICTOYHOU
XKHUJIKOCTEH HE MOKA3bIBAIOT KAKUX-JINOO CYIIECTBEHHBIX U3MEHEHUH B JIOKAJIbHOM OKPY)KEHUU ypaHa,
YTO yKa3bIBaeT Ha HEOOJBIIOE BIMSHUE COCTABA JKEIYJAOYHO-KHUIIEYHBIX W JETOYHON KHUJIKOCTEH Ha
CTpyKTypy okcuaa (puc. 54 b, B, tabmura 13).

O6pabotka UsOg 3xeqyq0UHO-KHIIEYHBIMU >KUAKOCTIMH HE MPUBOIUT K CYIIECTBEHHBIM
M3MEHEHHSM B MTOJIPEIIETKE ypaHa, HO OKA3bIBACT BIMSHUE HA KHCIOPOIHYIO MOAPEIIETKY: PACCTOSHUS
0 OmwKaWmMX 10J000JI0YeK YMEHBINAIOTCS, MpuueM dTOT d3(Qexkr Oojee BbIpaKeH st
KOOpAMHAIMOHHBIX cep ¢ Oonbmumu JummHaMu cBsizeit U-O. DToT pe3ynbTar o0bsCHSAETCS OObIen
MPOYHOCTHIO yKOpoueHHBIX cBsizeid U-O, a 3HAUUT, OHU MEHEe IOJBEP>KEHbI BO3JICHCTBUIO B
uccienyeMbix xkuakoctsx (puc. 54 ', J1, rabnuma 13). Ciextp U4Og mociie BeIIEpKUBAHUS B JISTOYHOM
KHUJIKOCTH, HAIIPOTUB, TIOKA3bIBACT 3HAYUTEIHHYIO TpaHC(hOpMAIHIO TBEPIOH (a3bl OKcHaa ypaHa, KakK
B OmmxHell, Tak W B JanbHed cdepax. J[elicTtButenbHas dYacth u  Dypbe-TpancopmaHTa
JEMOHCTPHUPYIOT CYIIECTBEHHBIE pa3Nuyus KaK B TOJOKEHUHM, TaK U B MHTEHCHUBHOCTH OCHOBHBIX
nukoB. Ha ocHoBe pacuetoB DFT B paborte [215] nmporuo3upyercsi, 4T0 HeCTEXMOMETPHUECKHE (a3bl
UsOg.y Oymyt Gonee crabmibHbiME, yeM U4Og. B wactHOCTH, TOKa3zaHo, uro coeauHeHune UsOggsg
sBJsieTCsl Haubosee craOumibHbIM B 3ToM psiny [92]. Ero crpykTypa Obuta HpUHATA B KadyecTBE
HAYaJbHOrO MpUOMMKeHus npu noaronke crekrpa UsOg, BBIIEPKAHHOTO B JICTOYHOH SKHUIKOCTH.
MOHO TIPEINOI0KHUTh, YTO B PE3YJbTaTe JUTHUTEIBHOTO BO3JEHCTBHS JierouHoi )uakocTu Ha UsOg
CTpYyKTypa mepedopmupyeTcsi B 0ojiee CTaOMIbHYIO, Yero He HaOJII0JaeTCsl MpU KPATKOBPEMEHHOM
BO3JICHCTBUY JKETYJOYHO-KUIIIEYHBIMU YKUIKOCTSIMHU.

Cornacno anamu3y EXAFS cnektpos UsOsg, mpoliecc BbIAEPKUBAHUS B KUIKOCTIX TPUBOIUT
K ynopsimodeHuto nojodonodek U-O, ymeHbineHnto pacctosHuii U-O W HE3HAYUTETBHO BIIMSET Ha
noapenietky ypata (puc. 54 E, XK, Tabnuna 13). D10 coriacyercs ¢ npeanoiokeHrueM o 60siee BICOKOM
ycroiunBoctd UzOg B OKUCITUTENBHBIX yCIoBUsX [219] .

Paccuntannbie mapamerpel EXAFS cnektpoB UO3  JeMOHCTPUPYIOT — OTCYTCTBHUE
(GyHIaMEHTATBHBIX CTPYKTYPHBIX H3MEHEHHI ITOCIIC BO3JICHCTBUS KEIYT0THO-KHIISYHBIX H JIETOTHON
KHUJIKOCTH, YKa3bIBas JHUINb HAa HE3HAuMTeNbHbIE HW3MEHeHHs cooTHomeHnid KY B momoOomouxe

9KBATOPUAIBHBIX KUCI0po0B (puc. 54 3, U, tabnuma 13).
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Tabauya 13. Ilapamempor nooeonxu cnexkmpos EXAFS cnexmpog oxcuoog ypana 0o u nocne
8bIOEPAUCUBAHUSL 8 PACTBOPAX — UMUMAMOPAX HCUOKOCMEU Opeanuzma yenosexd. Kuproim

8bl0e/IeHbl 3A(pUKCUPOBAHHbIE NAPAMEMPYI.

U-0 uU-u
O6pa3zen AEg, 5B
K4 R, A o2, A2 K4 R, A o2, A2
3,3 3,1 224
UO2,05 0,005 12 3,87 0,005
55 2,39
0,2 223
UO205_L 4,4 0,010 12 3,87 0,005
7.8 2,35
0,4 1,73
UO205_G 4,4 5,9 234 0,007 12 3,87 0,006
1,6 2,86
4 2,26
3 2,46 0,008
U409 4,1
1 2,82 12 3,89 0,011
1,0 3,17
0,003
2,0 3,40
25 2,12 0,003 4,9 3,88
0,009
-8,0 32 231 71 4,09
U4sOg_L
22 2,54 0,003
3,6 276
2.8 2,20
4,2 2,37
U409 _G 3,9 0,007 12 3,88 0,012
2.0 2,56
2,0 3,38
2 1,98 0,014 2 3,70
U3Os 34 5 2,22 4 3,91 0,006
2 4,22
2 1,94 2 3,73 0,006
0,012
Us0s_L 3,4 5 2,19 4 3,90
2 4,22
2 1,94 2 3,75
0,010
U305 G 3.4 5 2,19 4 3,93 0,006
2 4,22
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2 2,13 0,003 2 3,94
-8,0 11 2,28 4 4,14 0,007
UOs3
2,4 2,56 0,003 2 4,47
2,5 2,76
2 2,17 0,003 2 3,95
-7,7 1,3 2,38 4 4,14 0,006
UO3 G
2,5 2,60 0,003 2 4,47
2,2 2,78
2 2,13 0,003 2 3,96
7,7 2,0 2,28 4 4,15 0,008
UOs L
1,9 2,56 0,004 2 4,48
2,1 2,76

[TosrydeHHBIC JaHHBIC TOATBEPKIAIOT coxpaHeHHe CTPYKTypsl o-UO3 1o oOTHOmEHWI K
BO3JICHICTBUIO JKUIKOCTEH OpraHrM3Ma 4YejoBeKa, Yero Hesb3sl CKa3aTh O JPYTUX OKCHIaX, a UMEHHO
U409, U3Og u UO205. OgHako 3HaYMTENIbHBIE MOPQOJOTHYECKHE M3MEHEHHUs 3TOr0 OKCHJa I0Cie
BBIICP)KUBAHMSI B J)KUJKOCTSIX CBHJICTEIBCTBYET O PACTBOPCHHH U TIOCIEAYIOIIEM repedOpMUPOBAHUN
YacTHUIl 3TOT0 OKCHUJA ¢ TOH ke cTpykTypoil. ITo pesynbraram noaronku EXAFS cnexktpoB okcumoB
U30g 1 UO2,05 0b1I0 TIOKa3aHO YHOPSAOYEHHE KHCIOPOAHON MOAPEUIETKH MOCIE BBIICPKUBAHUS B
x)uakoctax. Hambonee BripakeHHble M3MeHeHus: HaOmonatoresa 1 okcuaa UsOg mpu Bo3IeHCTBUN
JISTOYHOHM JKHUJKOCTH B TeUeHWe 34 IHEH: MCXOJHAs CTPYKTypa NperepreBacT TpaHchopmammu u
oOpasyer aApyryto, 6ojiee CTAaOMIBHYIO CTPYKTYPY, MPEANOJIOKUTETHHO, HECTEXHOMETPUUECKYIO a3y
U4Og.y. 3HaunTENbHOE YHOPSAOYCHHUE PENIETKH, ONpeAeTICHHOe M0 YMEHbIIEeHUI0 mapamerpa Jlebas-
VYomnnepa, a Takxke pacmernienue U-U cdepsl, BeiaenacTBre Bo3AeHCTBUS JKUIKOCTH UMEIIO MECTO TOJIBKO
st UsOg B IMHTATOpE JIETOYHON JKHUIKOCTH, B TO BPeMsl KaK JIJISl OCTAIBHBIX OKCHIOB MapaMeTphl

pelIeTky u3MeHsmich mumb Ha 0,01-0,02 A.
3.2.4. N3MeHeHHS OKCHI0B yPaHA NMPH BbIEP:KUBAHNU B HMUTATOPE 10K1€BOii BOAbI

ITo manabiM XANES cnekTpockonuy OKCHIOB ypaHa IOCHE BbIIEPKUBAHHUS B MMUTATOpPE
JIOX/1€BOI BOIBI (puUC. 55), moI0kKeHHe OeNbIX JIMHUHM COXpaHsAeTCs MOCIe BBIACPKUBAHUS B )KUAKOCTSIX
Ha MpoTspKeHuu 530 qHel, HO MUKKU CTaHOBATCS 0ojiee MUPOKUMH, YTO MOXKET CBHJIETEIHCTBOBAThH O
MOBBIIICHUH PA3YIOPSIOYCHUS B KPHCTALIMYECKUX PEIIeTKaX OKCHIOB. DTO CBUAETENBCTBYET O
CTaOMIBHOCTH CTETIEHM OKHUCIICHHS ypaHa B TBepAod (haze B TeueHHe Ooyiee 4eM MOIyTOopa JIeT
HAXOXXJCHUS B UIMUTATOPE J0KAE€BOM BObI. [10CKOIBKY KaueCTBO CIEKTPOB MOCIE BBIACP)KUBAHUS HA
IPOTSDKEHUH JIOJITOTO BpEMEHHU 0oJiee HU3KOE, YeM Y MCXOJHBIX OKCHJIOB, CTAHOBUTCSI HEBO3MOXHBIM

oTpeieTIeHNEe TTOCTKPAEBBIX CTPYKTYP CIEKTPOB.
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MHTEeHCcMBHOCTb, OTH. e[,

17.16 8 1718 17.20 17.22
x10™ Oueprug, 3B
Puc. 55. XANES cnexmpul na L3 kpae ypana ucxooHwvix 0KCUOO8 U OKCUOO8 NOCJIE 8blOEPIHCUBAHUS 8

umumamope 00coesoti 600bl (R).

VYpaH Ha OBEPXHOCTH MUKPOYACTHULl OKCUIOB YpaHa 110 OKOHYAHHUH 3KCIIEPUMEHTA COXPAHSI
YETBIPEXBAJICHTHOE cOCTOsIHKE. [locie mpoBeneHus S3KCIEPUMEHTOB 110 PACTBOPEHUIO Pa3Mep YacCTHUIL
OKCHJIOB ypaHa yMmeHbwasicsi (puc. I12). Oto 3HauuT, 4TO BEpXHMH CION YacTUI[ OKCHJIOB ypaHa,
IOABEPTIIMICS OKUCICHUIO B PE3YyJIbTaTe BO3ACUCTBUSA KUAKOCTEH, IIOJTHOCTHIO IEPEXOJUT B PACTBOP.

3.2.5. Ckopoctb pacTBopenus okcuaa ypana UO2,05

YcTaHOBUTD pas3jmuue MExKAy CUCTECMAMU OKCHUI YpaHA — paCTBOP IMOMOXKET HUCCIICAOBAHUC

KHHCTUKHU IIPOLCCCOB PACTBOPCHUA OKCHUIOB YpaHa B UCCIICAYCMBIX KUAKOCTAX.

JUia u3ydeHUs NOBENEHUS MMKPOYACTUL[ OKCHUIOB YpaHa B PA3JIMYHBIX KHUAKOCTAX Ha
HPOTSKEHUH JUTUTENILHOTO BpEMEHH ObIIIM ITPOBEAEHBI KUHETHUECKUE SKCIIEPUMEHTSHI 10 PACTBOPEHUIO
UO2,05, TTOCTPOCHBI M TPOAHATM3UPOBAHBI KWHETHYECKHE KpHUBBIE (puC. 56), XapaKTepHu3yrouue
nportieccel pactBopenuss UO2 05 B UMHTATOpAX JKEIYA0UHON | jerouHoi skuakocredt u B 0,01M HCI.
Kunetnueckuii sKcriepuMEHT NPOBOAMICS C MCIOJIb30BaHMEM TOJbKO ofHoro okcuga UO2ps,
MIOCKOJIBKY OH SIBIISIETCS HaWMEHee pPacTBOPHUMBIM H3 HCCIEIyeMOro Habopa OKCHUIOB ypaHa. B
AKCIIEPUMEHTE OB UCIIOIb30BaH JAOMOJHUTENbHBIN MPOCTEHIINNA HMUTATOP KENYTOUHOMN KUIKOCTH —
pacTBOp COJISIHOM KHUCJIOTHI JJIsi OLUEHKU BIMSIHMS HE TOJIBKO KHCJIOW Cpeibl, HO U OpPraHuYecKuX
KOMIIOHEHTOB JKEJIYJI0YHON JKUAKOCTH Ha MOBEJEHME MHUKPOYACTHIl OKCHJa ypaHa. KuHernueckuit
HKCIIEPUMEHT ObLI MPOBEJICH Ha MPOTSKEHNUHU O0JIee JUINTEIBHOTO BPEMEHHU 110 CPAaBHEHHIO CO BPEMEHEM

BO3MOKHOT'O Hpe6I)IBaHI/I$I MHUKPOYaCTHIl B OPraHu3Me 4€JI0BCKa.
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A 0,01 M HCI b HenynoyHasa KUAKOCTb B JIEro4yHanA HUAKOCTb
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Bpemsa BblaepMBaHWA, YaChl Bpemsa BbigepxuBaHMA, 4acbl Bpems BbiiepKUBaHWA, UaChl

Puc. 56. Kunemuueckue kpusvle pacmeopenus oxcuoa yparna UQO2, 05 68 paziuunwvix pacmeopax.
npocmetiwem umumamope dxcenyoounou scuokocmu 0,01M HCI (A), umumamope scenyoounoii

acuoxkocmu (B), umumamope necounoti scuoxkocmu (B).

B ciyuae ucnonb3oBanus 0,01M HCI (puc. 56 A) kuneTndeckas KpuBasi CHIIbHO BO3pPAcTaer,
HaunHas ¢ 200 4acoB BBIJEPKUBAHUS B pacTBOpE. SIBISASACH MPOCTEUITUM UMHUTATOPOM KEITYJTOTHON
xuakocta, 0,01M pacTBOp COJITHOM KHCIIOTHI PUBOJUT K OOJIBIIIEMY PACTBOPEHHUIO OKCHUJIA YpaHa, YeM
UMUTATOP KEIYI0YHOM KUAKOCTHU € 100aBKaMU HEKOTOPBIX kKapOoHATOB U pepMeHTOB (puc. 56 b). [lpu
BBIICP)KMBAHUM OKCHJA ypaHa B HMMHTATOPE KEIyJAOYHOM JKUIKOCTH KOHILIEHTpAlUs ypaHa
HE3HAUYUTEIbHO U3MEHseTCs 10 JocTikeHust 100 yacoB AKCIO3UITNH, TTOCIIE Yero HabJro1aeTcs naaeHue
KOHIIGHTPAIlMM ypaHa, YTO MOXET OBITh OOYCJIOBJICHO MPOILIECCAMH TEPEOCAXKICHUS ypaHa 3a CUET
BIUsSHUS (epMeHTOB. [Ipu BBIIEp)KHMBAHMM OKCHAA YypaHa B HUMHUTATOpe IJErOYHOU >KUAKOCTU
KOHIIEHTpAIlUsl ypaHa B PaCTBOPE OCTAETCs MMOCTOSHHOM U mociie focTuxenus 100 yacoB 3KCIO3UIINH,
pacTBopeHHE OOYCJIOBJIICHO HallM4ueM KapOOHAT-aHMOHOB B COCTaBE pacTBOpA, YTO BBHI3BIBAET

obpazoBaHre KapOOHATHEIX Komruiekcos yparuna [UO2(COs)s]* u [UO2(CO3)2(H20)2]%.

Cnenyer OTMETUTh pa3IMuMe B KOHILIEHTPAUAX ypaHa B pacTBOpax IIpU BpPEMEHU
BBIJICP)KMBAHUS 2 Yaca B xKenynouHou sxuakocty (23 mr/in) u B 0,01M HCI (30 mr/i). D10 MoxkeT ObITh
00yCIIOBJIEHO TaccUBallMed MOBEPXHOCTU YACTUI[ OKCHJAa ypaHa OPraHMYeCKUMHU BEIIECTBaMU B
COCTaBe HMHUTATOpPA JKEIYAOYHOM KHUJIKOCTH WIM copOIueld ypaHa B OOJIBIIMX OpraHMYECKUX
arjaoMeparax, oOpa30BaBIIUXCS B JKMJIKOCTH BO BpeMsl IPOBEAEHUS JKCIepuMeHTa. boiee Hu3Kas
KOHIIEHTpallusl ypaHa B pacTBope 3a 34 AHs 5KCHO3UIMM ObUIa MOJTY4YeHAa B UMHUTATOpE JIETOYHOU

*kuakoctu (18 mr/im).

Ha pacTBOPUMOCTL MHUKPOUACTHUL] OKCHAA YypaHa UOZ]OS HanOOJbIIee BIUSHUE OKA3bIBACT
COCTaB )KH}IKOCTefl 110 CPaBHCHUIO CO BPpEMECHEM IMPOBEACHHN A OKCIICPUMCHTA. Ha xuaeTnueckux KPHBBIX
IMMOKAa3aHO, YTO 3HAYUTCIBHBIC M3MCHCHUA KOHICHTPAIMK YypaHa B paCTBOPC HC IMPOUCXOIAT WU IIPU
JOCTHXXCHHNU oomee uem 100 gacos BBIICPKUBAHUSA MHUKPOYACTHUL] B KHUAKOCTHU, YTO 3HAYUTCIIBHO
MMPEBLIMIACT PCAJIBHOC BpPCMsA, KOTOPOC HYaCTULA@ MOKCT MNPUCYTCTBOBATH B TON WU HUHOH cpeac

opranu3ma. B uMuTaTOpax KeayJaouHON KHIKOCTH (B KUCIIOW 00acTu 3HaueHuid PH) KoHIeHTparus
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ypaHa B pacTBOpe NpeBbIIIaa KOHIEHTPAIUK ypaHa B JIETOYHOHM KHUIKOCTU (HEHTpanbHas o0iacTb
3HayeHuit PH) yxe mno mpomectBuu 10 MHHYT ¢ Hauyana skcnepuMeHta. [lpu sToM HamOoiee
BbIpa)keHHas1 TpaHchopmanus TBEPAOH (a3bl MPOU30IITIa UMEHHO B UMUTATOPE JIETOYHOM JKUAKOCTH.
MO0’KHO IPEAION0KUTD, UTO B IEPBOM Cilydae (5KeIyJ0uHas )KUIKOCTb) BEPXHUH CION YaCTHUI] OKCUIO0B
ypaHa cpa3y MepexoauT B pacTBOP, MOITOMY U3MEHEHHS TBEPIOH (a3bl ObLIIM MEHEE BBIPAXKEHBI, a BO
BTOPOM cilyyae (JIero4Has >KUJKOCTb) TPaHC(HOPMHUPOBABILASICS TOBEPXHOCTh MUKPOYACTHI] OCTAETCS B

TBEPIOM aze.

3.3. Hudposas paguorpadus 1jis Hepa3pyliawiiero onpeaeienus gpopm
HAXOKIeHNsI PAAMOHYKJIUI0B B MP0O0AX PaIMOAKTHBHO 3arPsi3HEHHBIX

00BbEeKTOB

Jlnst mepexofa OT MMHUTATOPOB «TOPSIYMX» YACTHIl B BHJE MHKPOYACTHUI] OKCHIOB ypaHa K
aHANMM3y peajbHBIX «TOPSUUX» YaCTHUIl, OTOOPAHHBIX B OKPYXAIOIICH cpele, HEOOXOIUM HaJIeKHBIN
croco0d ux oOHapyxeHUs U BbiaeneHHs. [IoCKONbKY 3a4acTyl0 paJuOaKTHBHBIE MHUKPOUACTHIIBI
paccesiHbl cpeau OONBINX 0OBEMOB ITOUYB, IOHHBIX OCA/IKOB, TPYHTOB H T.1I., UX O0OHApY)KEHUE — BayKHAS
3a7a4ya I JalbHEWuUX uccienoBaHuid. IIpocTeiM crocoOoM OOHapyKEHUS «TOPSYMX» YaCTHIL
apisieTcs nudposast paguorpadus ¢ MCOIb30BaHHUEM THOKUX 3anacaroniux miactud Imaging Plate (IP),
OHA TIO3BOJISIET PACMO3HATH JIOKAJIbHOE CKOIUIEHHWE PaAHOHYKIHI0B. [loMHMMO MOHCKa «TOpSYUX»
YacTUIl], C HCIIOIb30BaHUEM IHM(PPOBON paguorpaduil MOKHO TOJTY4aTh KOJIMYECTBEHHBIC WIIH
CpaBHUTEIbHBIC TIOJYKOJMYECTBEHHBIE TaHHBIE O pACHpelesieHHH aKTHBHOCTH B TmpoOax. Bmumy
BBICOKOM aKTUBHOCTM M HM3KOW KOHIEHTPALMM HEKOTOPBIX PATUOHYKIHJIOB, KOTOpPBIE MOTYT
coJiepKaThCsl B MPUPOIHBIX Mpobdax, nudposas paauorpadus, HApAIy C IPYTUMH PAAUOMETPUYECKUMU
TEXHUKAMH, OCTA€TCs €IMHCTBEHHBIM METOIOM JIJIsl aHaIu3a Mpo0, T/Ie AaXKe MPU Maloi KOHIIEHTPAIUU
PaMOHYKJIMIOB WX AaKTUBHOCTH HWMEIOT BBICOKHME 3HaueHus. s mepexoma OT KadyeCTBEHHOM
BU3YaJIHM3allMA PACHPEACTICHUS AKTHBHOCTH K KOJUYECTBEHHOMY/TIOTYKOJIHUECTBEHHOMY AaHAaJHN3y

panuorpaduyeckix JaHHBIX He0OX0AUMa IPaJynpoOBKa pagrorpapuueckoi CUCTEMBI.

3.3.1. I'paayupoBka paguorpaguueckoii cucTeMbl

I'panyupoBka paguorpaduueckoil CHCTEMbI BKITIOYAET B C€0sl Onpe/ieIeHUE BIUSHUS (DOHOBOTO
U3ITy4eHUs] Ha OTKIUK (3aMaceHHYIO JIOMUHECIIEHIIUIO) OT SKCIIOHHUPYEMOUH MpoObl HA paguorpaMmme,
OIIEHKY MpUPOCTa 3alaC€HHON JIIOMUHECUEHLIUU B 3aBUCUMOCTH OT BPEMEHHU 3SKCHO3ULUU U
orpesiefieHue 3aBUCHMOCTH TMPUPOCTA 3alaceHHOM (OTOCTUMYIUPOBAHHOM JIOMUHECHEHIIUH OT

AKTUBHOCTHU 3KCITOHHUPYCMBIX 06pa3u013 C pas3sJIMYHbIMHA DHCPIUsAMU U TUITAMHA HBqueHHﬁ.
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OTtkiank GoHOBOrO U3/Ty4eHUs!

Jliig onipeienieHus BIUSHUS HA paguorpaMMmy (pOHOBOTO U3IyUYESHHs 3aracarollyto niactuny I[P
BBIIEP)KUBAJIA B TEMHOTE B T€X )K€ YCIOBUSX, B KOTOPBIX MPOBOIMINA SKCIIOHUPOBAHKE MTPOO € Pa3HBIM
BPEMEHHBIM JIMAa30HOM CKaHUpPOBaHUA OT 1 MuHyTHI A0 6 cyTok (puc. 57 A). Ilpu skcrno3uiusx ot
OJHOM MMHYTBHI JI0 YeThIpeX 4acoB (OHOBBIA OTKIMK IacTuHbl Imaging Plate cymectBenHo He
mensiercst (puc. 57 A, Bb). Ilpu OonplieM yBeIHMUEHHH 3aMETHO HE3HAYUTEIBHOE YBEIUYECHHE
KOHIIEHTpamuu ciienoB (ponoBoro uznyuenus (puc. 57 /1, E). ®oHoBEII BKIaI CleayeT yUUTHIBATh MTPU
YBEJIMYCHUH BPEMEHM SKcrosunuu cBbime 1,5 wacoB (puc. 57 B, I, XK, 3), uro moarBepxaaeTcs
3aBHCUMOCTBIO  ynenbHOH (orocTumynupoBanHoi somuHecueHimn (PSL  —  photostimulated
luminescence), usmepennoit 8 DLU/Mm?> (DLU — digital luminescence units — mudpoBbie eIuHUIbE

JIOMUHECIEHINH ), OT BpeMEeHH dKCIIOHUpoBaHus (puc. 57 N).
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Puc. 57. Omknux nnacmunwvl Imaging Plate na ¢ponosoe uznyuenue. Paouoepaguueckue uzoopasricenus
Gono6020 uznyyenus npu paztuunbIX 3HaYeHusx epemenu dkcnosuyuu: A, /{ — 1 munyma, b, E — 4 yaca,
B, K — 22 uaca, I, 3 — 6 cymok 6o30eticmsus. Ilo mepe ygenuuenus apemenu IKCRO3UYUU Cenetsb
3ameMHeHuUs u30opadicenus ygenuuusaemcs. Pasmep eepxuux yuacmros 8x8 mm, pazmep HUNCHUX
1,5x1,5 mm. U — epaghux omkauka paouoepaguueckor niacmuHvl Ha GoOHOB0e U3TyueHue Ha eOUHULY

nnowaou (DLU/mm?) & 3asucumocmu om spemeni.

3aBUCHMOCTh OTKIJIMKA (I)OHOBOFO HU3JIYyUCHUA, MPUBCACHHOIO K IUIOIIAAU, OT BPEMCHU

OIHCBIBAETCS KBAIpaTHBIM ypaBHeHUeM (14),
PSL =-0,0002-t* + 3,7093t + 575,24 (14),

rae PSL — 3T0 enuHMIBl 3al1ac€HHOW JIFOMHUHECLEHLIMM, HOPMHUPOBAHHBIE HAa €IMHHUILY ILIOLIAIM:
DLU/mm?, t — Bpems dKcmosumuy, MuH. B mpepiaymux uccnenoBanusx [150] 3aBHCHMOCTE OTKINKA
IUIACTHUHBI HAa (POHOBOE M3ITyYEHHUE BBIPAXKAIOCh HHON 3aBUCUMOCTHIO (ypaBHeHue 9 B riase 1.3.2), uto,
BO3MOYXHO, OOBSACHSIETCS UCIOJIBb30BAaHUEM DPaTUOrpaduuecKoil CUCTEMbI IPYroro MpOU3BOAUTENS U

HWHOTI'O IMMPOrpaMMHOTO obecneueHus.
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MBp! Hab01amu 00pa30BaHe KIIacTepoB MpH 4-yacoBoii axcriosurun (puc. 57 E), pazmep atux
KJIaCTEPOB OBLT MEHbIIIE pa3Mepa OTKJIMKA OT OTAEIBHO JIeTsmel anbda- min 6era-yactuiisl (puc. 58).
[Tpu panpHEeleM SKCIOHUPOBAHUH HE OBLJI0O OTMEYEHO POCTA YYACTKOB IMMOYEPHEHUS. DTO OTIINYACTCS
oT mpenpaymmx pesyinbraroB [150], rae kmacrtepbl mMenu OOJNBLIMI pa3Mep, COMOCTaBUMBIH C

pasMepoM OTKJIMKA OT ayib(a- MiIi OeTa-4acTHIl.
N300paxeHus oTaeJbHBIX ajb(a- U 0eTa-yacTUIl HA paguorpaMmme

[Ipu kparkoBpeMeHHOi (1-2 cexyHIbl) SKCIIO3UIUH ATATIOHHBIX allb(a- 1 0eTa-UCTOUHUKOB 151
anbda- u ramma-criekrpockonun (>°Pu, Eq = 5,1 MaB; °Co, Ep cpenas = 95,8 k3B, Ey =1332 u 1173
k9B) OblTM 0OHAPY)KEHBI CUTHAJIBI B BUJIC 3aTEMHEHUS OT OTACIBHBIX anbda- u O6era-gactull (puc. 58).
[lockonbky 3amacaroniuii  CJIOM IUIACTUHBI HMMEET TOJIIMHY MEHbIIE MUJUIUMETpa, MpHU
KPaTKOBPEMEHHOMN 3KCIO3ULIMU BIUSHUEM T'aMMa-u3IydeHUs] MOKHO mpeHedpeus. CpenHue 3HaueHust
wiomanau orkiauka u PSL oT oraenbHbIX anbda- ¥ OeTa-dyacTUI] CYIIECTBEHHO pasznuyanuch: 70
nukceneit u 1750 DLU anst anbga-gactunst u 25 nukceneit u 350 DLU nis Geta-4acTUIibpl. DTO MOXKHO
OOBSICHUTh pAa3HUIEH B DHEPrUM M HEMOJHBIM MOIVIONICHHEM OeTa-dacTuil (GochOpHBIM ClI0eM

3anaca10mel71 IIJ1aCTUHBI.

A

Puc. 58. Uzobpasicenuss omoenvho nemsawux anvpa-(a) u bema-vacmuy (6). Cpeonee snauenue PSL
ons anvpa-uvacmuyvt cocmasuno 1750 DLU, pasmep namua — 70 nukcenei, 01 bema-4acmuybl —
350 DLU, pazmep namuna — 25 nuxceneii. Mcmounux anvga-uacmuy *>°Pu, suepeus 5,1 M>B;
ucmounux 6ema-vacmuy *°Co (Eg cpeonsn = 95,8 koB, Ey =1332 u 1173 xoB). Pazuep

paouocpaguueckux uzodpasicenuil (a) u (6) cocmasnsem 0,5x0,4 mm.

[Ipu ananmu3e npod oKpykarolel cpeabl OTKIUK paguorpapuueckoil mIacTUHbI Ha OT/IEIbHbIE
anb(a- u OeTa-yacTULIbI HE pa3IMuMM, TOCKOJIbKY JJI MOJNy4yeHUs MH(POPMATHBHOIO CHrHajla Ha
pazrorpaMMme NpUXOAUTCS YBEIMUNBATh BPEMsI SKCIIO3ULIMH /10 HECKOJIBKUX JE€CATKOB UM COTEH MUHYT.
Yucno yacTul Ha eJUHUILY IUIOIAAN YBEINYMBAETCS, OTKIMK OT HUX NEpeKpbIBacTcs. B aToM ciydae
MOXKHO OXKHJIaTh, 4TO oO1ee 3HaueHrne PSL Oynet Boite a1 anbga-u3mydeHus, HO JIJIs JOCTOBEPHOTO
CPaBHEHMUSI pa3HbIX T€TEPOHYKIIUTHBIX TPOO HEOOXOAMMO PEIIUTh BOIIPOC O CBSI3U aKTUBHOCTH, SHEPTUU

HCTOYHHUKA, BPCMCHHU €T0 SKCIIOHUPOBAHUA U MTOJYUCHHOTO OTKJIMKA HA paaAuorpamMme.
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I'panynpoBka no BpeMeHH 3KCNO3MI MU, aAKTUBHOCTH HCTOYHHKA M DHEPIUHU pacnaja

PaaAMOHYKJHAA

Hnst rpagyupoBku otkinka Imaging Plate ompenensum 3aBucumocts PSL (B DLU) ot

akTuBHOCTH ucTtouHuKa (bK), ero snepruu (k3B), Tuna u3nydeHus u BpeMeHH SKCIIO3UIUH.

3aBucumocts PSL (DLU/MM?) OT BpeMeHH SKCIO3HMIMH MOKHO OIHCATh CTENeHHBIMU
byukuusimu (15) U1 Kak0ro OTAEIBHOTO MCTOYHHMKA aKTUBHOCTU C YMEHBIIAIOUIMMCS BPEMEHHBIM

koa¢pdumnentom (D) m mokazarenem crerneHu (y) M0 Mepe YMEHBIICHHS YHEPTUU 0~ WU [-4acTHIl

(puc. 59 A, Tabnuma 14).
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Puc. 59. 3asucumocmo omxauxa 3617’161661}01/1461/7 njaacnmuHbl Om 6pemMerHU IKCnosuyuu. PSL om epemeHnu

axcnozuyuu (A) u npupocm yoenvroui PSL om epemenu sxcnosuyuu (b).
PSL=D - t. (15)

CrietyeT OTMETHTb, UTO CUTHAN OT pedepercHoro obpasia *Ni ne 6611 06HAPYKeH MPH TI060M
BPEMEHH DJKCIIO3UIIMU, a 3TO O3HAYAET, YTO SHEPrus ero B-yacTHIl MOcje 3aTyXaHus B MOKPOBHOM
3aIIMTHOM CJIO€ 3aracaronieil MIacTUHBI (TONMIIMHA 7 MKM) U MOKPBITUU 0Opasia (TOJIIMHA 5 MKM)

HaXOAMUTCS HUIKE NpeJiesia OOHAPYKEHUS 3aacaroiell IaCTHHBI.
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Tabnuya 14. Bpems sxcnosuyuu u k03¢ duyuenm sgpgpexmusnocmu 015 pegheperHcHbix

00pasyos.
PamomyKmin Oueprust anbda-uznydenus, cpeanss | Koapdumuent D f;;%fﬁiifiﬂ
sHeprus Oera-usiydeHus, kaB (ypaBuenue 15) (ypasienue 16)
2 Am 5464 186 24
232y/233U 5302/4813,4 150 20
9981/2%Y 218/912 54 15
B7Cs 205,6 46 12
#Te 117,5 36 12
03N 26,8 He o6napyxeno | He oGHapyskeHO

C yBenMueHHMEM BPEMEHH KCHO3ULMH TpUpocT yaenbHoi PSL (DLU/MM%/MuH) cHmkaeTcs
(puc. 59 b). o 500 MUHYT 9KCMO3ULIMU CHUXXEHUE yaeabHoro PSL HOCUT HenmuHEHHBINH XapakTep, a
nociue 500 MHHYT SKCHO3HMIMHU 3aBHCUMOCTh CTAHOBHTCS JIMHEHHOH. Bce Hykimmasl BeayT ceOs
OJIMHAKOBO Ha IPOTSDKEHUU BCETO BPEMEHM HKCHO3MLMU. Bpems skcrnos3uuuu BIMSET Ha CpaBHEHHE
MCTOYHUKOB Pa3JIMYHONU aKTUBHOCTH APYT ¢ IpyroM. [losTomy /uist cpaBHEHUsT pa3IMYHbIX HUCTOUHUKOB
MeXy co0oi HeoOXOIUMO HCIIONIb30BaTh OJAMHAKOBOE BpeMs skcrosuiuu. [Ipu omnpenenenuun HPg

HCCIIEIYETCS O/IHA paJiiorpaMMa C OJHOM U TOM K€ SKCITO3HUIUEH.

YMmensb1ieHue npupocta ynenabHoi PSL co BpemeneM MOXHO 00BsSCHUTH 3aTyXaHUEM CHUTHaJla
OpU  JUIMTENBHBIX AKcno3umusax (o 6000 MuHYT), Kak ObUIO TOKa3aHO paHee B Pa3IMYHBIX

UCCIIEIOBAaHUAX 110 BbIAEp)KMBaHUIO Imaging Plate B TemHOM MecTe nocie skcrnoHupoBanus [155,156].

3aBucuUMOCTh ynenbHOM PSL OT akTHBHOCTH paIMOHYKIIM/IA MOKHO MPUOIU3UTENILHO ONUCATh
JUHEWHOU 3aBUCUMOCTHIO (16), mpuuem KodpPUIHMEHT 3PPEKTUBHOCTH YBEIUUUBAETCS C YBEIUUCHUEM

sHepruu pacmnaza (puc. 60).

e € — ko3¢ dunueHt 3¢pdekTuBHOCTH peructpamuu uznydenns, DLU/bk, A — 3HaueHWEe aKTUBHOCTH

HCTOYHUKA U3JITYUCHUA, bk.
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Puc. 60. [ paoyuposxa omkauxka Imaging Plate no s¢gppexmusrnocmu. 3asucumocms npupocma

yoenvnou PSL 6 eounuyy epemenu om akmueHocmu oopaszya.

Bce nuaum anmpokcumanuu He niepecekaroT Touky (0;0) n3-3a GOHOBOTO M3IIYUYCHHUS, KOTOPOE

HEBO3MOXHO MOJHOCTHIO UCKIIIOYUTH U3 PaauorpaduyecKkoro n300pakeHusl.

JlokazaHo, 4To MpUpocCT yaenbHoi PSL umeeT npsiMyro KOppesiuio ¢ akTUBHOCTBIO MTPOOHI, B
HEPBOM MPUOIMKEHUH 3TO U3MEHEHHE MOKHO ITPUHSATH 3a MPSIMYIO IPOIIOPIIMOHAIBHOCTD B IMaNla30He
ot 0,4 10 4 BK/MCTOYHMK, UTO COOTBETCTBYET aKTUBHOCTH ITPOO OKPYKAIOLIEH cpesibl. DTO 03HAYAET, YTO
MOKHO CpaBHHMBaTh 0Opa3lbl pa3HOW aKTUBHOCTH MexIy coOoil. Mccnemyemble paiuOHYKINUIbBI B
Pa3IUYHBIX PaJMOAKTUBHO 3arps3HEHHBIX 00pasliax OObIYHO BXOJAT B JMANa30H SHEPruil U TUIIOB
pacriaia, uccienoBaHHblil B pabdore. IlosTomy, 3Has quanazoH Ko3QPUIMEHTOB 3((HEKTUBHOCTH A
yKa3aHHbIX PaJMOHYKJINJOB, MOXKHO CPaBHHMBATh OOBEKTHI C OJU3KUM PaJUOHYKIHIHBIM COCTAaBOM

MEXTy COOOM.

BepXHUM IpesieioM JeTEeKTUPOBAHUS METOa Paauorpa(guu ¢ UCIOIb30BaHHEM 3allacaroluxX
rmacTuH Imaging Plate siBisieTcst npenen gusnyeckoit 4yBCTBUTENBHOCTH MacTuHbl — 101 Teic. DLU
Ha MHUKCENb 3a BPeMs SKCIO3MIUK. MUHMMAILHOE JOCTOBEPHOE BPEMS SKCIIO3UIMH COCTABIAET OKOJIO
1 MMHYTBI C y4eTOM HeW30€XHOH IIOrpelIHOCTH IIPU YCTaHOBKE ILIACTMHBI Ha oOpasell. PacueT
TpeJIeNoB AeTEKTUPOBAHNUS IPOBOAMIICS ISl ABYX PaJMOHYKIIHIOB: C HU3KOi sHeprueit pacnaza (12'Cs)
W BHICOKOH »oHeprued pacmama (**'Am) mo ypaBmeHmio (16) I KaXI0To pagMOHYKIH/A,
cooTBeTcTBEHHO (puc. 60). MakcumanbHas JeTeKTHpyeMas aKTHBHOCTH “*'Am  cocTapiser
2,4 MBbr/Mm?, a ¥’Cs — 4,8 MBr/mm?. Jlns ycnemHoro obHapyxkeHHs PSL [okeH HpeBbIIIaTh
580 DLU/MM*/muH, uto o3HadaeT 24 Bx/mm® ana *’Cs u 48 Br/mm? mis 2*'Am. Takum o6paszom,

JMana3oH YyBCTBUTENbHOCTH Imaging Plate coctaBisieT 5 mopsiAKOB 1O BETMYMHE aKTUBHOCTH.
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3.3.2. JloJif1 aKTMBHOCTH, 3aKJIKYEHHON B 4aCcTUIIAX, B 0011Ieii AKTUBHOCTH 00pa3ina

Pesynbrarel TpaaynpoBku miactuHbl Imaging Plate u otknuka GoHOBOrO M3myudeHus: ObUIH
UCTIOJIb30BaHbI /ISl CPAaBHUTEIBHOTO MOJYKOJIMYECTBEHHOTO paguorpaduiyeckoro aHaausa npod moys
okpyxatomieit cpensl. [IpoananusupoBanbl Tpu o0Opas3la, OTOOPAHHBIX B MeCTax 4YepHOOBLILCKOTO
paaroakTUBHOTO 3arpsisHeHHs (puc. 61): mouBa m Mox Peokero Jleca (YUepHoObUIbCKas 30HA
OTUYXJICHHUS ), TOPPSHO-00I0THAS MOYBA, OTOOpaHHAsI BO3JIe OBIBIIETO0 HACEIEHHOIo IMyHKTa MacaHbl
(ITonecckuit T'ocymapcTBeHHBIH PaamannoHHO-DKOJIOTHYECKHUN 3aloBeHUK, [oMenbckas 00JIacTh,
Benapycp) u mouBa, oToOpaHHas Bo3jie HacesneHHoro nyHkra Kokanel (HoBO3BIOKOBCKHI paiioH,

Bbpsinckas o06nacth). B mepBhIx ABYX oOpa3iax ObLIM OOHAPYKEHBI «TOPSYUE)» YACTHUIIHI.

R 4 KoxaHbl
[} MacaHbl (M_) -
5100 yaa Kowentso

Kepoxo

‘‘‘‘‘‘

Mpunatse
MNpun'aTe

YeTBepTblit s3Heprobaok
YepHobbinbckoit ASC

PbIxuii nec
(4A3C, T_,SL )

]

Puc. 61. Kapma c yxazanuem mecma oméopa npoo.

Paguorpadguueckue mzoOpakeHHss 00pa3lloB C Pa3HOM AKTUBHOCTBIO IMOKA3bIBAIOT PA3HYIO
CTENEHb 3aTeMHEHUsI Ha u300paxkeHusax (puc. 62 A, b, B). Jlng oOHapyXeHHs «TOpSYMX» YaCTHIl B
COOTBETCTBUM C KPUTEPUEM paAHOrpaduyecKoro M300paxeHus «ropsiuei» yacTuisl (puc. 41) Obut

BBIOpaH onTuManbHbIi nuana3zon DLU mis Beex panuorpamm (puc. 62 I 11, E).
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Puc. 62. Paouoecpammul npob, omobpannwix Ha paznuunslx yyacmrax: A, I'— mox, omobpaHnHblii 8
paiione Yeprobwvinvckoii ADC (npoba YADC), B, JI — moppsanas nousa, omobpannas 8osie H.n.
Macanwi; B, J{ — nousa, omobpannas éosne n.n. Koxcanvl. Ha wikanax ykazansl 3uauenus
MAKCUMATbHOU U MUHUMANLHOU (homocmumynuposannou niomunecyenyuu (PSL), svipascennvie 6

DLU.

B oOpa3sne mouBbl U MXOB U3 30HBI OTUYyXJIeHHs YepHOObUIbCKOM ADC BbIAEIECHBI JIBE
¢dpakuuu, pacTuTeNbHas 1 MUHEpalbHast. B pacTUTENbHOM 9acTH — BO MX€ — YaCTHII ObIO OOHAPYKEHO
3HAYUTEJIbHO MEHbIIIE, YEM B MUHEPAJIbHOM YacTH (puc. 63), IpU 3TOM MXH CYUTAIOTCS aKKYMYIISITOPAMHU
«ropstumx» yactul [18,61]. BeposiTHO, mocie BeIchIXaHHsI 00pa3iia Bce «ropsiuue) YacTHUIIbI BBIIAIN U3

MXa B MUHCPAJIbHYIO YaCThb.

A

Puc. 63. Paouoepammul pacmumenvbHOU U MUHEPATbHOU (paKyuli npob mMxa u noussl, OMOOPAHHBIX 6
30ne omuyxcoenusi Yeproowinvckou AIC, sxcnozuyus 3 uaca. A — pacmumenvrasn yacmo, b —

MUHEPATbHAA YaACMb 06pa3z4a.
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Jlnst AOATOCpPOYHOrO0 MPOTHO3a PACIPOCTPAHEHHS PAAMOHYKIMIOB B OKpYXKalolleh cpene
MPEJCTABISIIOT UHTEPEC TaHHBIE O J10JIe aKTUBHOCTH, 3aKIIOUEHHON B «ropsunxy» yactunax (HPg). [lpu
YBEJIMYEHUH PACCTOSHUS OT UCTOYHUKA 3arpsI3HEHUS A0Sl aKTUBHOCTU B «TOPSYMX» YACTHUIAX I1aJIaeT,
npuueM Ha paccrosHud 190 kM vactuil He ObUIO OOHapyxkeHo (puc. 64 A), Tak ke, Kak U HE ObLI
obHapyxen ' Am (puc. 64 B). B Touke Ha paccTosHuu 1-2 KM OT ueTBepToro sueprodmoka YAIC HPy
cocTaBliieT OKOJO 8%, YTO MpPEBBIIACT 3HAUYEHUS B OCTAIBHBIX HCCIEAYyEeMbIX TOUKax. Takxke
cooTtHomeHune aktuBHocTeil 24! Am u '*’Cs B 3T0i1 TOuKe MprHIMAaeT HanbomNbIIHNe 3HaYeHUs (pHC. 64 A,

B).

A HP;., % b A(***Am)/A(**Cs)
Uundpoeas pagnorpadus Famma-cnekTpomeTpuA

3 0,06
0,05

6 0,04

4 0,03
0,02

2 0,01 .

0 0

YA3C MacaHbl  KoaHbl YA3C MacaHsbl KoaHbl

Puc. 64. A — HPj (%), onpedenennas ¢ ucnonvzosanuem yugposoii paouoepaghuu. b — coomnoutenue

axmuenocmeii **! Am u 3’ Cs 6 mex ace o6pazyax.

psimast koppensius mexay HPg u cootHomennem aktuHocTeit 2*'Am u *’Cs o6wsacusercs
TeM, 4To Hanuuue 2*! Am conpskeHo ¢ MPUCYTCTBUEM TOIIMBHBIX YPAHOBBIX «TOPSUYMX)» YACTHUIL] B 30HAX

‘-IepH06BIJ'II)CKOFO 3arpsA3HCHUA.

3.4. Hepa3pymamwmasi JMATHOCTUKA «TOPAYMX» YacTull YepHOOBLILCKOTO

MPOUCXOKACHHUS
Hapsny ¢ paauorpadguueckum anamu3oM I'Y B mHOYBEHHBIX MpoOax, Obula IpOBEAEHA
SKCTpakius orAenabHbIX [Y  goctaroyHo OonbLIOro pa3Mepa s HPOBEACHHS JIOKAJIBHOTO

MHKpOaHaIu3a.
3.4.1. Mopdonorus u 31eMEeHTHBI COCTAB «TOPSIYMX» YACTHIL
«[opsturey gacTUllbl OBUTH BBIJEIEHBI M3 MPOO MOYB, OTOOPAHHBIX K 3amaay OT aBapHIHOTO

sHeprobioka YepHoObutbckort ADC, Ha 3anagHOM YepHOOBIITECKOM Clefie, a TaKkKe ObUTH 0TOOpaHbI U3

ceBepHoro YepHoObUTHCKOTO cema (puc. 65 — 70).
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ITo pasmepam Bce m3ydeHHble UepHOOBUIBCKUE YACTHUIIBI MOKHO Pa3/IeINTh HA JBE TPYIIIHI:
pasmepom Oostee 20-25 mxm (SL10, SL6, T1, T4, 72/91, M3, M5, M7, SLS, SL.11, SL13), kotopsie
OBLIN MMOABEPTHYTHI PALY criekTpomeTpuueckux aHann3oB (MCBU, XAS), u pasmepom menee 20 MKkM

(TS5, T2,T7,SL12, M1), 17151 KOTOPBIX TIPUMEHSITUCH TOJIBKO paarorpaduyeckue uccaenoBanus u POM
¢ PCMA.

Puc. 65. POM-u3o0pasicenus «eopsiuuxy yacmuy 3anaounozo creoa: SL10, SL6, T1, T4, 72/91 ¢

pedicume OPD u pescume BD. Macumabnas nunetixa 20 mxm.

OoP3

B3

Puc. 66. POM-uzobpascenus «2opauuxy yacmuy 3anaonozo cieoa 6 pexcume OP3 u 6 pexcume BI:

T5 T2, T7, SL12. Macuumabnas auneuxa: 5 Mkm.
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OoP3

B3

Puc. 67. POM-uzobpascenus «2opauuxy yacmuy Ceseprozo cneoa 6 pexcume OP3 u 6 pexcume BI:

M1, M3, M5, M7. Macwmabnvle tunetiku. Kpacuas — 5 mxm, oenas — 20 mxm.

Puc. 68. POM-u3o06pasxcenus nosepxrnocmusvix (A) u enympennux (B) nop yvacmuyvr M3 6 pescume BO.

Macwumabnasa nunetika 1 mxm

Puc. 69. Ilpubnusicennoe POM-uzobpasicenue «copayeily uacmuysvt M7 6 pesxcume BD. Macwumabnas

JIUHEUKa 2 MKM.
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SL11 SL13

Puc. 70. POM-uzobpasicenus «eopayuxy yacmuy 6 pescume OPI: SL5, SL11, SL13. MacmrabHast

mmHelika 10 MxM.

Yactuupl paznuuaiorcss no (opme u xapakrepy mnoBepxHoctd. Yactuisr SL10 u 72/91
MOP(}OIIOTHUECKH PE3KO OTIMYAIOTCS OTO BCeX OCTaNbHBIX yacTull. SL10 mMmeer rakyo NoBepXHOCTh
1 GopMy C OTYETIIMBBIMU TPaHSIMH U peOpaMu UCXOIHBIX TOILTUBHBIX 3epeH. Ha pa3pese uactuubr 72/91
BUJIHBI €IMHUYHBIE MEK3EPEHHbIE MOPHI U B pexxume OPD mpociexnBaloTcs pa3HOOPUEHTUPOBAHHBIE
3epHa, YTO XapaKTEPHO JUIS UCXOAHOTO KEPaMHUECKOTo ypaH-IHOKCUAHOro ToruBa. OctanbHble 14
YaCcTUILl UMEIOT HEIAIKyI0 Ha CYOMUKPOHHOM YPOBHE MOBEPXHOCTH (POM-n300pakeHus yacTull cM. Ha
puc. 65 u 66, 67, 70). bonee koHKpeTHOE MOHUMaHKE MOP(OJIOTUH YACTHUL] [IOMOTAET BBIACIUTh YETHIPE
qacTulbl ¢ 6onee wim MeHee yeTkor ciouctocteio: SL6, T1 (puc. 65), TS u T2 (puc. 66). Yactuis
SL6 u T1 MOp(oTaOru4ecKu CX0kKHU APYT C IPYTOM, O YEM CBUICTEIBCTBYET UX CIOUCTasl CTPYKTypa U
TpenuHbl Ha oBepxHocTu. Yactunbl T4 (puc. 65) u M3 (puc. 67) umeror hopmy, UMEIONIYIO c1abo
oyepueHHbIE pedpa U I'paHu, B HUX HaOoAaeTcs 00JbIIOE KOJIMYECTBO BHYTPU3EPEHHBIX MOP BBIXO/A
ra3oB-MPOIYKTOB JIEJICHHs MO0 BCE MOBEPXHOCTH YACTHUIIbI, HA TIOBEPXHOCTU YACTHIIBI BUJIHBI MOPHI

BbIXO/[la I'a30B, HO OTCYTCTBYIOT CJICAbI CJIOUCTOCTH U TPCHIUH ITOBEPXHOCTHU YaCTHUILIBI.

Yactuus! SLS (puc. 70) u SL12 (puc. 66) 1eMOHCTPUPYIOT SIBHYIO CKIIOHHOCTb K pa3pyLIeHHIO,
OHM COCTOSIT U3 MUKPOMETPOBBIX 3€PEH C BUIUMBIMU IPAHIMHU U YIJIAMU U C CYOMUKPOHHBIMU [TOPaMU
Ha noBepxHOCTH. Yactuisl T7 (puc. 66) u M1 (puc.67) ABISIOTCS HAUMEHBIITUMHU U3 UCCIIEAOBAHHBIX
YaCTHI[ M MX MOBEPXHOCTb COCTOUT U3 c(hepuyecKuX CyOMUKPOHHBIX (parMEHTOB, Ha TOBEPXHOCTHU

YaCTHUuIlbl M1 MPOCIICKUBACTCA CIIOUCTOCTD.

Yactuia M3 siBiisieTcst yHUKaIIbHON 10 Mopdosoruu nosepxHoctu (puc. 67 b). Ee Buaumplii
Ha POM-u3obpaxenuu pasmep 25 x 20 mxm. Yactuna umeer popmy, OIU3KYI0 K U30METPUYHOMN, HA
MOBEPXHOCTH MPOCIEKNUBAIOTCS pEOpa 1 rpaHu. [IoBepXHOCTH YaCTHUIIBI MOPUCTAs, TPUUEM MIIOTHOCTh
IIOP BBICOKAsl — IIOPBI U CO3/IAI0T «@XKyPHBIN» XapakTep OBEPXHOCTHU. [10pbl Ha MOBEPXHOCTH YaCTHULIBI
M3 umeroT HeoObIYHbBIE JUTSI TOTIIIMBHBIX PEAKTOPHBIX YaCTHUI] KYOMUYECKYIO U OKTa3IPHUECKYIO (DOPMBI.

CBepxy 4acTUIIbl €CTh HEOOJBIION OTPOCTOK pa3zMepoM 2 X 2 MKM. Mopdosiorus nop Ha MOBEPXHOCTU
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gacTuilbl M3 cOOTBETCTBYET KpHCTALIOrpaduuecKuM mapaMerpam IUOoKcuaa ypana. beut cienan cpes
YaCTHUIIBI C TTOMOIIBI0 HOHHOTO ITy4YKa JUIsl TOTO, YTOOBI HCCIIe0BaTh (hOpMY TIOP BHYTPH YaCTHUIIHI (PHC.
68). beuto 00HApPYX)EHO, YTO BHYTPU3EPEHHBIC TIOPHI UMEIOT OOBIUHYIO JJIsi OTPaObOTAaHHOTO TOILIMBA
chepuueckyo (GopMy, OTpa)karollyr0 BBICOKOE JaBICHHE Ta30B — IPOAYKTOB JIEJIEHUS ypaHa IpU

BbIT'OpaHWH TOILJIMBA.

Yactunet MS u M7 oTiMuaroTcsi OT ONUCAaHHBIX paHee. OHM MMEIOT OOJIBIION pa3Mep:
80 x 70 mxm 1 160 x 80 MKM, coorBercTBeHHO. Yactunia MS (puc. 67) uMeeT H30MEeTpHUHYIO0 GopMy.
[ToBepXHOCTh YaCTHUIIBI PBIXJIAsi, TOKPBITASI HETTYOOKHMH IMOPAaMH, BBIACISIOTCS IUIOCKHE rpand. Ha
CKoJIe, OOpalleHHOM MEpPIEeHIUKYISAPHO IYYKy 53JIEKTPOHOB, IPUCYTCTBYIOT pa3HOHANpaBlICHHbIC
TpewmuHbl JuiHOo# 10 30 MxMm. [IpocnexuBaroTcst pedpa, BO3SMOXKHO, OHU SIBIISIIOTCS PE3yJIbTATOM CKOJIa
gacTuibl Ooibiiero pasmepa. @opma gactumbl M7 (puc. 67) yUIMHEHHAs, TIOBEPXHOCTh PBIXJIAs, C

KpPYIHBbIMH (3X3 MKM) OpaMH.

[ToBepxHOCTh yacTuisl M7 npu npubmkenuu (puc. 69) mpencrasiser co0oil paBHOMEPHYIO
aryiomeparuio yactuil pazmepom okoiio 200 x 200 um. Pazmep nanHO# 4acTUIIBI TO3BOJIUI OMIPEACIIUTD,

4YTO JaHHasdA 4aCTHhula UMCCT JKEJTHIN LBCT, 4TO XapPaKTCPHO IJIA COC,I[I/IHCHI/Iﬁ YpaHHJI-KaTUOHA.

Pasmep wactusr SL11 oxonmo 30x25 mkM. Yactuia M3oMeTpUYHON (OPMBI, TOBEPXHOCTD
HEpOBHas, IIEPOX0BaTasl, YaCTUYHO 3aKPbITa KOMIIOHEHTAMH [TOYBEHHOM MPOObI — MUHEPATIbHBIMU WIIH

OpPraHn4cCKUMMU.

Pazmep wactuner SL13 — 35x20 mxm. Yactuna npoaonroBaTtoii (opMbl, TOBEPHYTa HaBEPX
IUIOCKOM CTOPOHOM, paBHOMEPHO MOKpPbITA KaHaJTaMHU U3BUIUCTON (popMbI JuamMeTpoM okojo 0,5 MKM.
BeposiTHO, 3TO MOBEpXHOCTH 3€pHA, HA KOTOPOM BUAHBI MeX3epeHHble KaHaibl. [loMumo OosbIiioro
YHCIa MEXK3EPEHHBIX KaHAJIOB, B BEPXHEM IIPABOM YIIIy PETHCTPUPYETCS TPU OTHOCUTEIBHO OOJIBIINX

(nnametp 1,5-3 MKM) BHYTpU3EpEHHBIX KaHaia.

ITo nanabiM PCMA Bce wactuipsl cocroiat u3 U u O, u comepkar HeOOJbIIOE KOTUYECTBO
UpKOHUs — MeHee 1 mpoueHTa ot cymMmbl (U+Zr) uiau BoBce He cojepxkar ero (tadm. 16), moaromy,
COIIaCHO MpPUHATOU Kiaccupukauuu [59], 3TM YaCTHUIBI MOKHO OTHECTH K paspsly YpaH-OKCUIHBIX

HaCTHII.

3.4.2. CreneHb BbITOPAaHHUSA TOILUIMBA — MATEPHAJIA «TOPSYHUX» YACTHUILL

HcxonHoe ypaH-AMOKCHIHOE TOILIMBO, 3arpykeHHoe B peaktop PBMK Ha uerBeprom
sHepreTnyeckoM Osoke UeproOwsuibckoit ADC, umeno odorarieHue okoo 2%, To €CTh, COOTHOIIIEHUE
235U/238U cocrasnsio npumepHo 0,02, a cootnomenue 2*°U/2*3U 6b11o pasHo Hymo. CONIacHo JaHHBIM

MCBMU (tabmuna 15), gactumsr SL6, SL5, SL11, SL13, M3 u T1 uMeOT MOX0XXHE COOTHOIICHUE
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B5U/238U u BOU/ABU — menee 0,012 u 6omee 0,0021, cOOTBETCTBEHHO, B TO BpeMs Kak B yactuiax SL10

u 72/91 onn umerot 3HadeHus okoi0 0,02 1 0,001, cooTBEeTCTBEHHO.

Tabnuya 15. Mzmepennsvie ceoucmea «2opauuxy 4acmuy.

Zr, atomHubIe %
Yactuma | 2¥U/2BU (MCBI) 236y/238U (MCBU) ACHAm)/A("P7Cs)
(PCMA)

0,01201+0,00007 0,00221+0,00003

Tl 0,07+0,01 0,10+0,01
(IONTOF) (IONTOF)

T4 He onpeneneno He onpeneneno 0,09+0,01 0,20+0,01
0,0113+0,00011 0,00213+0,00011

SL5 2,3+0,1 0
(CAMECA) (CAMECA)
0,01113+0,00009 0,00212+0,00004

SL6 0,05+0,01 0,10+0,01
(IONTOF) (IONTOF)
0,02062+0,00018 0,00078+0,00004

SL10 0,008+0,001 0
(IONTOF) (IONTOF)
0,0094+0,0001 0,0023+0,0001

SL11 0,06+0,01 0
(CAMECA) (CAMECA)
0,0073+0,00009 0,0029+0,00009

SL13 0,04+0,01 0
(CAMECA) (CAMECA)
0,0071+0,00005 0,0025+0,00002

M3 0,04+0,01 1,0+0,1
(SNMS-+IONTOF) (SNMS+IONTOF)
0,0215+0,00014 0,0015+0,00012

72/91 (0,7£0,1)-10* 0
(CAMECA) (CAMECA)

[Tony4yeHHble 3HAYEHHsS M3OTOIHBIX COOTHOIIEHUH YypaHa KOPpEeIupyloT C JaHHBIMU
n30TOMHBIX OoTHOIIeHU B TorumBe PBMK-1000 ¢ paznuuyHbiMEH 3HaueHUsMH Bbiropanus [179], a
BBICOKOE coziepskanue 2> U u Hu3koe conepskanue >°U cBUIETENbCTBYIOT 0 MUHUMAJIBLHOM BBITOPAHUU
tormBa B yactuiax SL10 u 72/91. Benuunna BbIropaHus, paccyMTaHHas Mo ypaBHeHuio (12) s

gactuiel SL10, coctaBuna 3,9 MBt- nenb/kr(U), a quist wactunsl 72/91 — 5,0 MBT- ness/kr(U).

COOTHOIIIEHUS H30TOIOB YpaHa JJis1 OCTAJIBHBIX YaCTHUI[ TAKXE COOTBECTCTBYIOT BBLII'OPAHUIO

TormBa B peaktopax PBMK npu JiuTenbHOl KCITyaTalluu TOILIMBA, TIOCKOJIBKY cofiepkanue 2>°U
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cHU3UI0CH ¢ 2% 710 GIU3KOr0 K PUPOTHOMY cooTHOIIEHH IO (oK. 0,7%), TIp1 3ToM 6b1T 06HapyskeH 22U,

3nauenus Boiropanus st SL6 u T1 coctaBunu ot 13,9 no 17 MBT- nens/kr(U) (Tabmuma 15, 16).

Huskoe 3naueHme cooTHomenus aktusuoctei 22'Am u *’Cs B wactumax SL10 u 72/91 (0,008
u 0,7-10"*, COOTBETCTBEHHO) TI0 CPABHEHHUIO C JAPYTMMH YaCTHIIAMH, y KOTOPHIX yeIbHAs aKTHBHOCTB
2Am mpuMepHO HAa HOPANOK BBINIE, TAKKE CBUJIETENLCTBYET O HM3KOH BENMYMHE BHITOPAHHS,
TIOCKOJIbKY 9TOT PaJMOHYKIIH MPeICTaBiIseT coboil MpoayKT pacnaga ~*'Pu, koTopblii B GOIbIINX
KOJIMYECTBAaX 00pa3yercsl TOJBKO MpHU JUIMTEIBHOW AKCIUTyaTalluud siAepHOro ToriuBa. Eme omna
4acTUIA, KOTOpas BBIJACISAETCS CBOUM COOTHOIIeHHeM akTtuBHOCTel 2*'Am u *’Cs — 310 yacTuna SLS5,
COOTHOILIEHHE I KOTOPOH cocraBisier 2,3. DTa BeNMYMHA HA JBa U Ooyiee MOpsAKa BBINIE, YEM B
OCTaJIbHBIX pacCMaTpyMBaEMbIX YaCTUIIAX. Takoe COOTHOIIEHHE MOKET CBUETEIHCTBOBATh O BHICOKOM

CTCIICHU BBIMBbIBAHM:A LC3US 3a BPEMS Hpe6I>IBaHI/I$I YaCTHULIbI B YCJIOBUAX OKp}I)KaIOH_IeI‘/‘I CpCAbl.

0,0042 1 ’aKCHepHMeHTaJIBHBIG JaHHEBIE

0,0037 f OboramieHne TOITHBA™*:
- 0,0032 - ® 2.02%

] M3 ¢ o

& 0,0027 e SLI3 B 2.00%
— 1 SL1L SL6 1.80%
EQD 0,0022 A * <* Al
[22] 4
(o] i

0,0017 1

0,0012 ]

0,0007 : T T T T T T T T T T T T 1

0,01 0,02 0,03
235U/238U

Puc. 71. H3omonnoe coomnowenue ypana monausa PEMK-1000 pasznoco o6ocauenus [220]
*_ 0 0 1 179]. i
(* — aumepamypHule 0anHvle OJisl MONAUSA C PASIUUHOL CIENEHbIO 8bl2OPAHUSL . M30monnoe
COOMHOUIEHUE YPAHA «2OPAUUXY) YACMUY YePHOOBLILCKO20 MONAUEA, YCIMAHOBIEHHOE Memo0oM MAcC-

cnekmpomempuu 6nMopudHblX UOHO6 — KPACHbLE MOYKU.

B pab6ore [179] o naHHBIM aHanM3a IMOKCUAHOIO ypaHOBOro TominBa B peakropax PBMK ¢
Pas3IHMYHBEIM 06OTaIIEHHeM ypaHa ObUIM ONpeeNeHsl n3oTonuble otHomenus 2> U/8U u 26U/A8U B
TOIUTMBHBIX DJJEMEHTaX C Pa3IMYHBIMU 3HAUYCHUSMHU BBITOpaHUS. 3HA4YeHHs] OOOTalleHUs ypaHa
M3YUYEHHBIX HAMH «TOPSTYMX» YACTHUI JIEKAT MEXKITY U30TOIMHBIM COOTHOIIEHHEM ypaHa TorummBa PBMK
¢ 2,00 u 2,02% o6oramennem [179] (puc.71), 94TO COOTBETCTBYeT OOOTAICHUIO ypaHa Ha 4-M

sHeproomoke YADC [44].
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3.4.3. CreneHb OKHMCJIEHHS YPAHA B «TOPSAYMX» YACTHIAX

[Tuku noromenus XANES cnekrpos wactun SL10, SL13, M3 na Ls-kpae ypana (puc. 72 A)
HAXOAATCS B TOM K€ MOJIOKEHUH, YTO U MUK crekTpa pedepencHoro UO2. D10 yka3bIBaeT Ha TO, YTO B
yKa3aHHBIX YaCTUIAX ypaH MMEET CTENEHb OKUCIICHHS TaKylo ke, Kak M B JAMOKCUIE ypaHa. bomnee
TOYHOE OIpE/IeJICHIE CTEIIeHH OKUCIICHUS YPaHa B «TOPSIUMX» YaCTUIAX 3aTPYAHICTCS BBUY UX MaJIbIX
pa3MepoB U, Kak CIeACTBUE, yImupeHus mukoB Ha ciekTpax XANES. Jliis Gosiee To4HOTO OnpeaesieHus
CTETEHEH OKHCIICHUS ypaHa B «TOPSYMX» YaCTHIIAX HEOOXOJMMO HCIOIb30BaHUE (OKYCHPOBKH
CHHXPOTPOHHOTO HW3Jy4eHHUS C HEOONbIIMMHU TMOTEPSMH B HMHTEHCHBHOCTH H3IYYEHHS, a TaKKe

MIPUMEHEHHUS METO/Ia C BRICOKMM dHepreTuueckum pazpemenuem (HERFD).

[TocTkpaeBbie CTPYKTYpHI ClieKTpa 4acTUIbl M3 COOTBETCTBYIOT MOCTKPAEBBIM CTPYKTypam
CHIeKTpa peepeHCHOTO JUOKCH/IA, OTHAKO OHH 3HAYUTEITHFHO MEHEE BBIPAKCHBI: MHTCHCHUBHOCTD BOJTHBI
CO 3HaYeHHWEeM MakcuMmyma Ha sHepruu 17205 3B 3aMeTHO HIDKE AJIS YACTHIIBI, YeM ISl TUOKCHUJA.
[Tonoxenns maBHbIX NUKOB HA XANES cnekrpax vactun SLS u SL11 COOTBETCTBYIOT MOJIOKEHUIO

9THUX MUKOB Ha crieKkTpax pedepencHoro obpaszua okcuna UOs.

[Muku cnektpoB HERFD XANES wactuust SL6 Ha M4 kpae ypaHa BMecTe C NUKaMHu
nornomieHuss XANES-cnektpa na L3 kpae ypana (puc. 72 b, 73) HaxoasTCsl B TOM K€ IMOJI0KEHUU, YTO
U NUKH crekTpoB pedepencHoro UO;. DTo yka3bIBaeT Ha CTENEHb OKUCIEHUS ypaHa B 3TOM YacTHIIE,
COOTBETCTBYIOLIYI0 creneHu okucieHus ypana B UOs. Cnemyer ormeruts, uro HERFD XANES
CIEKTPOCKONMS Ha M4 Kpae ypaHa sBISETCSl yHUKAJIbHBIM METOIOM OIIPEIEIICHUS CTENIEHEW OKUCIICHUS
CIIEIOBBIX KonuuecTB 3neMeHToB [106,221,222], npu 3ToM A aHaNU3a «TOPAYUX» YaCTHI] OHA
ucnoas3yercss Brepsble. benas nuaus cnekrpa HERFD XANES na L3 kpae ypana wactuust T1
COOTBETCTBYET IOJIOKEHUIO Oenoi nuHuM crekrpa pedeperHcHoro okcuna UOs. Tlonoxenue Gemoit
auauu criektpa HERFD XANES wactunst T4 (Ls kpaiil ypaHa) coBnasaeT ¢ HoJIoKeHHeM 0e10i TMHUN

pedepercroro okcuna UO;.



MHTEeHCUMBHOCTL, OTH.eq.

. fr . .
17150 17175 17200 17.225
3
OHeprua, 3Bx10
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VIHTEHCWMBHOCTb, OTH.ef,

saarssan PquepeHCbl

17.160 17.180 17.200 17.220

><103 OHeprua, aB

Puc. 72. XANES cnexmpul «ueprodwiibckux «eopauuxy wacmuy SLS, SL11, SL6, SL13, SL10 u M3

emecme co cnekmpamu pegepenchvix 0opazyos okcuoos yparna UO2 u UO3 (A). HERFD XANES

cnekmpul Ha Li-kpae ypana «2opayuuxy wacmuy SL6, T1 u T4 u XANES cnexmp na Ls-kpae ypana

«eopsiuety yacmuysl SL10 emecme co cnekmpamu pegheperchuvix 0opaszyos okcuoog yparna UO:> u

UO:s (b).

I'maBubie muku XANES u HERFD XANES crnekrpo Ha L3 kpae ypana (puc. 72) mupe, ueMm

MUKW NOTTIOMCHUSA CTAHAAPTHBIX OKCHIOB YpaHa, YTO MOXHO OOBSICHUTH MaJIbIM pasMEpoOM HacCTHII.

- PedepeHnc UO,
- PedepeHc UO,
Yactmuya SL6

MHTEHCHUBHOCTb, OTH.en,.

3722 3724 3726 3728 3730 3732

3HepruA, 3B

MHTEHCUBHOCTb, OTH.eA.

MHTeHCHBHOCTS, OTH.28,

cneKTpbl

— uo,
— uo,
—sL6
BOCNPOM3BEeHHbIE CNeKTpbI

-2 Uo,
- U0,

SHeprus, 3B

—  KomnowenT 1
—  KomnowenT 2

WHTEHCHBHOCTD, OTH.€f,

3722 3724 3726 37‘23 3730 3732 3K 3722 3724 3726 3728 3730 37‘32 ]7‘3‘
Ineprus, 3B Sneprus, 3B

Puc. 73. Ananuz nuneiinou komouHayuu cnekmpos pegepeHcHuIX OKCUO08 Ypana 8 CHeKmpe 4acmuy

SL6 na M4 kpae ypana.
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KonudecTBeHHBIN aHAIN3 CONEPIKAHUS YpaHa B PA3UYHBIX CTENEHSIX OKHUCIICHHS B YaCTHUIIE
SL6 npoBOAKIN METOAOM CHEKTPAIILHOTO PA3JIOKEHUS C UCIIOIb30BaHUEM ITPOIPAMMHOTO 00eCIeUeHuUs
ITFA. Dxcnepumentansubie ciekTpel HERFD XANES na M4 kpae ypana okcugoB U yactuiel SL6
ObUTH BOCTIPOM3BENEHBI (pUC. 73 A) ¢ MCHOJIB30BAaHUEM JIMHEHHBIX KOMOMHAIIMN JIBYX H3BJIEYCHHBIX
KoMIIOHeHTOB cnekTtpa (puc. 73 b). IlepBbie aBa cOOCTBEHHBIX BEKTOpa (OCTATOK OT JIMHEHHON
KOMOMHAIIMK KOMIIOHEHTOB) MOKAa3bIBAIOT HEHYJIEBOW CHUTHaJ, COOCTBEHHBIM BEKTOp 3 HAaXOIUTCSA HA
HyseBoM ypoBHe (puc. 73 B, I'), Takum oOpa3oM 00a KOMIIOHEHTa HEOOXOJUMBI U JOCTATOYHBI IS
omucanus criekrpa dacTuibl SL6. CHexTphl BBIICICHHBIX KOMIIOHEHTOB OTHOCSITCS K BaJICHTHBIM
COCTOSIHMSIM ypaHa, cooTBeTcTBYyrommx okcugam UO2 u UQOs. Tlogcuurano, uro ypan B uactuie SL6

HaXOJUTCS B CTENEHSAX OKUCIEeHUs +4 u +6 B cienyroieM cootHomeHuu: 0,2% U™ n99,8% U™,

A o] ®

WNHTEHCMBHOCTb, OTH /.
WNHTEHCHBHOCTb, OTH. efl.

B I G = o B R

a0 300 a0 8§00 80O 700 800 000 300 400 500 600 700 800 900 1000 1100 1200 1300

KP-casur, oM’ KP-caswr, cm

Puc. 74. Cnexmpul kombunayuonnoco paccesivus «2opsaduxy yacmuy. (A) M7, (b) 72/91.

Crenenu okucineHust ypana B yactunax M7 u 72/91 Ol onpeeseHbl ¢ UCIOJIb30BaHUEM
CHEKTPOCKOIMH KOMOMHALIMOHHOTO paccessHus (puc. 74). CaMblii MHTEHCUBHBIN MUK CIIEKTPA YaCTUIIbI
M7 (oxono 860 cM™') oTHOCHTCS ¢ CHMMETPUUYHBIM KOJNeOaHHAM CBS3€H ypaH-KMCIOPOJ B YpaHMII-
KaThoHe [223], To ecTh Mbl MOXKEM CJIEJIaTh BBIBOJ O TOM, YTO YpaHWJI — OCHOBHas (popma coaepKaHus
ypaHa B 5Toii uactuiie (puc. 74 A). B peruone co 3nauenueM KP-capura Mensine 600 cv™! Habmonarorcs
IIMKA C MEHbUIEW MHTEHCUBHOCTBIO, COOTBETCTBYIOIIME NMpuUMecHbIM okcujaam ypana: UO; u UsOg

(Tabmuma 7).

CriekTp KOMOMHAIIMOHHOTO paccessHus yacTulibl 72/91 (puc. 74 b) nokasbIBaeT 1o HaJIMYUIO

XapaKTEPHBIX MTHKOB JUIs IUOKcHaa ypaHa (445 u 1151 cm™) ¥ IMKOB, XapakTepHBIX JJIsl TOSBICHUS B
-1

CTPYKType JOMOJIHUTEIBHOTO KHCIOopoAa U obpa3zoBaHus kiaactepoB Bummca (560 u 620 cm™), uTo

4acTHLA COCTOUT M3 JUOKCHJA ypaHa, OKUCIEHHOro Ha MmoBepXHOCTHU 10 UO2+x, € X HAXOAUTCS B

npenenax ot 0,05 no 0,25.
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3.4.4. OGo0umeHne pe3yJIbTATOB UCCIAEOBAHUS YePHOOBLIBCKUX «TOPSAYHX» YACTHI

beum HCCJIICAOBAHBI «IOpAYHC» YaCTULBI, BBIACJICHHBIC U3 I10YB, 0T06paHHLIX Ha SaHaI[HOM
ciene (B Pookem necy) u Ha ceBepHOM ciieie YepHOOBIIBCKOM aBapuu (BO3j1€ OBIBIIETO HACEIEHHOTO

nyHkTa Macansl). Bce oOHapykeHHbIE 16 4acTHI] MOYKHO OTHECTH K YpaH-OKCUIAHBIM [25,224].

Cnektpsl XANES pokazanu, 4yTo creneHb okucieHus: ypana B yactunax SL10, SL13, T4,
72/91 u M3 paBHa +4. Ot yacTuubl npuHaIexar kK noarpynmne uactuly UOQO2, coracHo
KIIacCHU(pUKAIIUU, TPEACTABICHHONW B paborax [25,224], rae TOIUIMBHBIC ypaH-OKCHUIHBIC «TOPSIUEC)
gactuibl noapasaenstores Ha nBa tuna: UOz m UOz+x. B nmanHON kiaccupukamuu BTOpas Trpymmma
BKJIOUaeT B cebs1, B Tom umcie, u U3Og, u UO3. I'pynma UO> oTHOCUTENBHO cTaOUIIbHA B YCIOBUSX
OKpy)Kalollled cpeabl, a TMepuoJ] HUX IOJypacTBOPEHHs paHee ObUT OLIGHEH Ha OCHOBE
AKCIEpUMEHTaIbHOro MozeiaupoBanus B 70 net [69]. Ilpu neranbHOM M3ydeHUH MOPQOIOTHHM YaCTHUIL
SL10 u 72/91 (puc. 64) ObUIO YyCTAHOBJIEHO, YTO UCXOJHBIE YACTHUIIbl KEPAMUYECKOTO JUOKCHIA ypaHa
(Marepuan TOIUIMBHBIX TabJETOK), OUYEBHUIHO, HE IMOABEPrajuCh 3HAYUTEIHLHOMY BO3JECHCTBUIO
HEUTPOHHOTO MOTOKA: FPAHU U Kpas 3epeH II0THbIE U m1aakue. JJlanusie MCBU nokazanu upe3BbluyaiiHO
HU3KYIO CTEIIEHb BBITOpaHUs TOIUIMBA — Marepuana yactull SL10 u 72/91. [losepxHocts yactun T4 u
M3 nopucrasi, ¢ KaHajgamMH BbIxo/ia Ta3oB (puc. 64, 66), 4TO B COBOKYITHOCTH C BBICOKMM COJIEpKaHUEM
2 Am nosBonser mpeanonaraTh BbICOKAas CTENEHb BHITOPAHMS TOILUIMBHOIO MaTepuaja YacTHI[bL
[ToBepxHocTh ckona wactuil SL13 (puc. 69) conepxut ciepl KaHAJIOB T'a30B — MPOAYKTOB JIE€JICHHUS.
Jannpie MCBU noka3anu OIMHAKOBO BBICOKYIO CTENEHb BbIropanus ToruBa yactul, M3 m SL13
(trabmuua 15, 16). Takum 00pa3oM, 4acTHIlbl, B KOTOPBIX ypaH HAXOAMTCA B YETHIPEXBAJCHTHOM
COCTOSIHMM, KaK C BBICOKOW CTENEHBbIO BBITOPAHHS TOIUIMBA — MaTepuaja 4YacTHILl, TaK U C HHU3KOU
CTETeHbIO BBITOPAHMsI, HE MUMEIOT CIENOB pa3pylleHuil u paccinauBanus 3a 30 ner (u 3a 5 jer ans

yactulbl 72/91) npeObIBaHMS B OKpYXKAIOIIEH cperie.

I'pynna yvacTtuiy ¢ ypaHom B mectuBaieHTHOM cocrostHuu (SLS, SL6, SL11, T1, M7) pe3ko
oTnuyaercss 1o MOpQOJOTrHYecKUM ocoOeHHOoCTsM. [Iporecc paspyiieHus: YacThll HMCKa3Uil
NepBOHAYAIBHYI0 (OPMY YACTHI]; B OTIAENBHBIX Y4acTKaX OTMEYEHA CIOHCTOCTh, XapakTepHas JUis
okcunoB u okcuruapokcunoB U(VI) [225]. ITo pesynsraram MCBU, ux creneHp BbIrOpaHus Oblia
BBICOKOW JIJII 4EepHOOBLIBLCKOTO TorumBa. COrylacHO TOM e KJacCU(PHUKAIMK TOTUITMBHBIX YaCTHI]
[25,224], wactuier SL6 u T1 moxxao oTHecTr K oarpynne dacTuiy UO2+x, KOTOpast MeHee CTaOIbHa,

a BpeMs ee II0JypacTBOPEHUS OLIEHUBaeTCs B AuamnaszoHe ot 1 go 14 ner [69].

I[CTEU'IBHBIC HCCIICAO0BAHUS LCIIOTO psjid TOINIMBHBIX YaCTUIL, HAXOAAIUXCA HA ITPOTAKCHUN 30
JICT B OAHOM M TOM XK€ pa1710He 30HBI OTHYKICHUA (T.C. B OJIMHAKOBBIX YCJIOBUAX Oprncanmeﬁ CpCI[BI),
IMMOKAa3bIBAIOT, YTO CKOPOCTH PA3pPyLUICHUA YaCTULL, 110 BCeM BEPOSITHOCTH, 3aBUCUT HE CTOJILKO OT yCJ'IOBI/Iﬁ

OK];)Y)KaI-OHIeI\/’I Cp€abl, CKOJIBKO OT MCXOAHOI'0 COCTOAHHUSA HYaCTUL, @ UMCHHO: OT CTCIICHU OKHCJICHHA



105

YpaHa. ITo npammm JaHHBIM, CTCIICHL BBITOPAaHHA TOINIMBA HC OKA3bIBACT CYHICCTBCHHOI'O BJIUAHUS Ha

MOBEACHUE YaCTHUIl B OKpYKarOIIIeH cpeze (Tabauna 16).



Tabnuya 16. Kpamkas xapaxmepucmuka «20pauux» yacmuy.

106

CreneHb
YacTuma u ACC*Am)/ | BaneHTHOCTH
BBITOPaHHS, Ocob6eHHoctr MOpQoIorun
cres ACs) ypana (MeTo)
MBT: nenn/xr(U)
U(Vvl)
T1 (3aman) 14,9 0,07 HERFD- Croucras yacTuia
XANES
U(IV) HERFD- [opucras nzomerpuyHas
T4 (3anan) He ompeneneno 0,09
XANES yacTuia
Cocrout u3 GpparMeHToB ¢
U(Vvi)
SL5 (3aman) 10,8 2,3 HEOOIBIINM KOJIMYECTBOM
XANES
nop
0,2% U(IV)
99,8% U(VI)
SL6 (zanan) 13,9 0,05 Croucras yacTuia
HERFD-
XANES
U(IVv) HepaspyiieHHble TOTUTHBHbIC
SL10 (3aman) 3,9 0,008
XANES 3epHa
U(Vvl) Yacruma ¢ mepoxoBaroi
SL11 (3aman) 14,0 0,06
XANES MMOBEPXHOCTHIO
I'majkasi MTOBEpXHOCTD C
u(1v)
SL13 (3aman) >17 0,04 OOMITEHBIMU MEXK3EPCHHBIMU
XANES
KaHaJaMH
Yacruia ¢ KyOU4ecKuMu
M3 ( ) 15,1 0,04 V)
ceBe , , TopaMH CHapy»Ku U
P XANES P by
chepuuecKUMU — BHYTPH
bonremras gactumna,
He U(VvI)
cocrodmias u3 chepuyecKux
M7 (ceBep) He ompeneneno | ompenenen | CrnekTpocKomus
4acTHUI] CyOMUKPOHHOTO
0 KP
pasmMepa
U(Iv)
Hepa3spylieHHbIC TOIIMBHBIC
72/91 (3amam) 5,0 0,7-10* Cnektpockonust

KP

3epHa
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3aKJII0YeHue

B pabore ObUIO HWCCIEIOBAaHO TOBEIACHHWE MHMKpPOUYACTHIl OKCHJOB ypaHa B HMHTATOpax
KUAKOCTEeH opranu3ma udenoBeka. [lomydyenHble naHHbIe O TpaHchoOpManuu TBepAOW (a3bl OKCHAOB
ypaHa MO3BOJIAT B JajbHEHIIeM MOIyYuTh HH(GOPMAIKIO 00 UX BIUSHUU Ha 3JI0POBbE MPU BABIXAaHUU
WJIM MIPOTJIATHIBAHUH, a TAKXKE O MOBEACHUU PA3IMYHBIX PATUOHYKIUAOB, COJIEPKAIINXCS B «TOPAUUX)
4acTULAX, B YCIOBUAX OKpPYXKAloOIIEeW Cpelbl U, CIEAOBATEIbHO, OLIEHUTH JTOJIOCPOYHBIA PUCK AJIs

nepcoHaia, paboTaoNIero B 30HaX PaJMOaKTUBHOTO 3arpsi3HCHUSI.

bout nposenen Bcecroponauid ananu3 ['4 YepHOOBIILCKOTO MPOUCXOXKICHHS, OTOOPAHHBIX B
3arajJHOM M CEBEPHOM HAIpaBJIEHUSAX OT aBapuilHOro sHeprodsokxa. [Ipu aHamuze MHIUBUIYATbHBIX
4epHOOBUIbCKUX «TOPAYUX» dYacTUll ObLT HCHoib30BaH komiiekc MetonoB (MCBU, XANES,
KP—cnekTpockonusi, raMMa—CIeKTPOMETpHsl) Ui OIpeAeTeHUs] W30TOMHBIX OTHOLIEHUN ypaHa U
CTENEHU OKHUCIICHMS ypaHa. Takol KOMIUIEKC Hepa3pylIAroIIMX METOI0B XapaKTepU3aluuu OTAEIbHBIX
MUKPOUYACTHII, IPUMEHSIEMbIN B paboTe, MOKET OBITh UCIOIB30BAH KaK JJIs IeJiel pagruodKOIOTHH, TaK

n AJjis ﬂ[IGpHOﬁ KPUMUHAIUCTUKA U JOSUMCTPHUHU.

B pabore mokazaHo Ha HpuUMepe aHaNM3a PaJUOAKTHBHO 3arpsi3HEHHBIX IIOYB W3 30HBI
oTuyXaeHusT YepHOOBUILCKOW aBapuH, 4TO pa3pabOTaHHBI METOJMYECKHU MOAXOJ K ONpPEACICHUIO
JIOJIU aKTUBHOCTU TMPOOBI, 3aKIIOYEHHON B «ropsunx» udactunax, HPf, ¢ ucmnons3oBaHuem metojna
1 poBoi paarorpaduy No3BoJIsET HEpa3pyLIalOIIUM CIOCOOOM OLIEHUTH BKJIAJl 0000 KUHETUYECKU
CTaOMIBbHOW (HOPMBI HAXOXKIEHUS DPATUOHYKIUAOB, «TOPAYMX» YacTUI, B AaKTUBHOCTh NPOOBI U

oJIy4daTb I/IH(I)OpMaI_II/IIO 0 3al1ace «ropsAvux» 4acTull B UCCIICAYCMbIX ITOYBAX.
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BbeiBOALI

1.  DKCHepuMEHTaJIbHO yCTaHOBJEHbI M3MeHeHHs OKCuAOB ypaHa UOz+x, UsOg, UsOs, a-
UO3 nipu BeIIepKUBaHUM BX B uMuTaTopax xkuakocteit XXKT, n€rounoi skuaKkocTH U T0XKACBOM BOIBI
¢ ucrnoiab3oBanueM crekrpockonuu KP, okonokpaeBoii ctpyktypsl (XANES) u npoTskeHHON TOHKO#M
ctpykTypbl (EXAFS) crniekTpoB peHTreHOBCKOIO MOTJIOLIEHHUS: Hanbojiee BhIpAKEHHbIE M3MEHEHUS
Habmronatorest B UsOg mpu BO31EHCTBUM JIETOYHOM JKUKOCTH: MMPOUCXOAUT U3MEHEHHE KUCIOPOTHOM
CTEXHOMETPUU M OOpa3oBaHHE APYroi, Ooyiee CTAOMIBHONH CTPYKTYPBI, MPEANOIOKHUTEIBHO, (a3bl
U4Og.y.

2. PazpaboraH METOAMYECKH TMOAXOA K OIpPEIEICHUIO JOJM AaKTMBHOCTH HPOOBHI,
3aKJIFOYEHHOM B «ropsunx» yactuniax HPs, ¢ ucnonp3oBanuem meronaa uudposoii paauorpaduu: HPs
= (DDLU opsamx» uactimn)/DLU (ogpasia) 100% ¢ 1eIpE0 HEpaspylIaromied OINCHKH (OPM HAXOXICHUS
PaTMOHYKIIMIOB B MPO0OAX PajMOAKTUBHO 3arPsSI3HEHHBIX 0OBEKTOB.

3. YcTaHOBIEHO, YTO, 110 Mepe yaaneHus ot 4-ro sHeprodioka YepHoosuibckoit ADC, nomns
AKTUBHOCTH TIPOOBI, 3aKIIOUEHHAs B «TOPSYMX» YACTHIAX, YMEHbILIAETCS, KaK M OTHOIICHUE
aktusHOCTel A(*Am)/A(*¥Cs).

4. VYCTaHOBJIEHO, YTO CTENEHb PA3PYLICHUS YPAHOBBIX TOIUIMBHBIX «TOPSYUX)» YaCTHI]
3aBHCUT, MIPEUMYIIIECTBEHHO, OT MCXOJHON CTENEeHU OKHUCICHHUS ypaHa, IPUYEM CTENEHb BBHITOPAHUS

TOIIJIMBA HE OKA3bIBACT CYHICCTBCHHOI'O BJIIMAHUA Ha CTCIICHD PA3PYHICHUSA U PACTBOPCHUS YaCTHUII.
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Cnucok cCOKpalieHuil U YCJIOBHBIX 0003HAYECHHU H

I'Y — «ropstuas» yactuua

PSL — dorocTumynupoBaHHast TIOMUHECIICHITUS

DLU — un¢poBblie eAUHUIBI JTIOMUHECIICHIINH, SMHULBI n3MepeHus PSL
YADC — YepHOoObUIbCKAsE aTOMHAs! 2IEKTPOCTAHIUS

PBMK — peakTop G0JIbII0i MOITHOCTH KaHAJIbHBIN

HPg — 1ot akTUBHOCTH ITPOOBI, 3aKJIIOUEHHAS B «TOPSYMX)» YACTHIIAX
XANES — GixHSISI CTPYKTypa CIIEKTpa PEHTTEHOBCKOTO TOTIOIICHUS
EXAFS — ToHKas CTpyKTypa pacIIMPEHHOIO CIEKTPa PEHTTEHOBCKOTO ITOIIOIIECHHUS
HERFD — ¢nyopecuieHTHOE 1eTeKTHPOBAaHUE C BBICOKUM Pa3pelIeHHEM 10 SHEPTUU
KKT — xkeny1ouHO-KUILIEYHbIA TPAKT

KP — xoMOMHAIIMOHHOE paccestHue

MCBMU — macc-crieKTpoMeTpusi BTOPUUHBIX HOHOB

SNMS — Bropu4HO-HENTpaIbHasi MacC-CIEKTPOMETPHUS

POM — pacTpoBas 351eKTpOHHAsE MUKPOCKOIHUS

PCMA — peHTreHocnekTpaibHbIii MUKpPOAHAINU3

KY — koopauHanmoHHO€E 4nCio

TOF — BpemsinposieTHbIN (Macc-ClIEKTPOMETD)

XAS — crieKTpocKonHs peHTI€HOBCKOM abcopOIuu

SLF — nckyccTBeHHas JErO4Hast )KUJIKOCTh

DBV — POTOANEKTPOHHBIN YMHOKUTEND

OSIT — orpaboraiiee s1epHOE TOIUINBO

ATM — approved testing material, 01oOpeHHBIN UCTIBITATENIBHBIA MaTepUal
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I12. Pacnipenenenne mukpouactuil okcuaoB ypana (A) UO2 os; (B) UsOg; (B) UsOg
110 JMaMEeTpaM JI0 U MOCJe MPOBEACHUS IKCIEPUMEHTOB 1O pacTBOpeHHUIO B )kuAKOCTAX KKT u
nérounoit xxuakoctu. (I') Pacnpenenenne MuKpoyacTuil OKCUOB ypaHa IpHU MOCIEA0BATEILHOM

HACBILIEHUH (DIF0OPUTONO0O0HON PEIIETKH KUCIOPOIOM.
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I13. ITpumepsr POM-u300pakeHHii OKCHIOB ypaHa JI0 U TIOCJIe SKCIIEPUMEHTA 110 PaCTBOPEHUIO.
G 0603Ha4aeT OKCUIbI MOCIIE BBIACP)KUBAHUSA B PACTBOPAX-MMUTATOPAX KUAKOCTEH ey J0uHO-

KHIICYHOI'O TpaKTa, L o6o3Hayaer OKCHIbI ITIOCJIC BBIACPKUBAHNA B UMUTATOPE JIETOYHOH KHUOKOCTH.
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I14. CHGKTpBI KOM6I/IHaI_[I/IOHHOF0 pacceaHuna UO2 u UsOg A0 U MOCJIC BBIACPKUBAHUS B UMUTATOPAX

nerounoit skuakoctu (L) u sxuakoctax JKKT (G).
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Pabora Oblia BeINOJMHEHA MpH Tojaepskke Poccuiickoro Hayunoro downma (rpant Nel9-73-20051,
rpanT Ne23-73-30006), MunuctepcTBa o0pazoBanus U Hayku Poccuiickoit @enepanuu (rpant Ne 075-15-2022-
1107) u Ilporpammsl pa3utus MI'Y (y-cnekTpomerpusi).

ABTOp BBIpa)KaeT HCKPEHHIOW OJaroJapHOCTh HaydYHOMY PYKOBOIMTENIO K.H.X. BmacoBoii Mpune
OHrenIbCOBHE 3a MOMOIIb B TOCTAHOBKE 3a7a4, OAJIEPKKY, LICHHBIE COBETHI, HHTEpEC K padoTe 1 BIOXHOBEHHE
Ha BCeX dTarax padoThl.

OrpomHyI0 0MarogapHOCTb aBTOP BBIpa)KaeT BCEMY KOJUIEKTHBY Kadenpel pagumoxumuu MI'Y u ee
3aBeAylolIeMy 1.X.H., mpodeccopy, akaaeMuky, Bune-npesuaenty PAH Crenany Hukonaesuuy KanmeikoBy 3a
CoJeiicTBUE U TIOAJEPIKKY Ha BCeX 3Tanax paboThl U 00ydeHHs.

Oco0yto 0marogapHOCTh aBTOP BBIpaXKaeT YUEHOMY CEKpeTapro auccepraiuoHHoro copera MI'Y.014.6
k.X.H. CeBepuny Anexkcanapy BanepreBuuy u o¢unmansHeiM onmoHeHTaM A.X.H. Kymroxuny Ceprero
AnexceeBuuy, 1.0.H. JIykamenko Ceprero Huxonaesuay, a.r.—m.H. [letpoBy BnanucnaBy AnekcaHapoBudy.
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Bacumust Omnerosuya, na.¢.—m.H. Illupsiea Anzapes AnbOeproBuua, K.Q.-M.H. Capaiikuna Brnagumupa
BacunseBuua, k..-M.H. AprémoBa Bramumupa BukropoBuua, x.¢.-M.H. Tpuryda Anexcanapa Jleornmosuua,
HoBuukoBa Jlanmmna AnppeeBudva, K.¢.—M.H. ABepuHa Anekces AuekcaHapoBwda, K.T.H. CreOenpkoBa
Brnagumupa AnsBuaHoBH4Ya,, K.X.H. Pomanuyk AuHy IOpbeBHy, K.X.H. HeBonmna IOpus Muxaiinosuua u Kpor
AnHy [IMuTpHeBHY 3a MOMOIIb B IPOBEAEHHM OTAEIBbHBIX JKCIECPUMEHTOB, M3MEPEHUH W HMHTEpIpETaluu
pe3ynbTartoB; K.T.H. JKenroHoxxkckyro Mapuny BukropoBny, k.r.H. Ky3pmenkoBy Hatanpio Bukroposhy,
K.c.—X.H. Hukurrnna Anexcanapa HukonaeBnya 3a mpegocTaBieHre Ipo0 1 IOMOLIb B OPraHU3aluH SKCIIEAULIHIA;
NpEenojaBaTeNbCcKuil KOJUIEKTHB Kadenpsl paanoxumun: 1.¢.-M.H. [IpecHsxoBa Urops Anexcanaposuya, J1.X.H.
OpnoBy Mapuny AnekceeBHy, A.X.H. YepnbimeBy Maputo ['puroppeBHy, k.x.H. [ommHa Anekcanapa
Buktoposuya, k.x.H. CobosieBa Anekcess BanepbeBuua, k.X.H. bangyna ['enHanus Anekcanaposuda, /[y0oByro
Onbery BanepbeBHy, k.X.H. ApunorenoBa Anekces MakcumoBuya, K.X.H. [Terposa Biagumupa I'ennaaueruua,
k.X.H. ®efgoToBy Anekcannpy KoHCTaHTHHOBHY 3a IIEHHBIC COBETHI M IMOJICPKKY Ha BCEX 3Tamax paboThl U
oOyuenusi; crtyaeHtoB Yepecnenko Esrenmio, CmupHoBy Amnekcanapy, CrporanoBa Huxonas, 3yOGKkoBy
Bnanucnary, Cepyto Codpro 3a moMmolib B CHHTE3€ W MOJYYEHMH NaHHBIX; 1.X.H. DenoceeBa AJjekcaHapa
Muxaiinosuua, k.Xx.H. CMupHOBY AHacTacuio AHJpeeBHy, K.X.H. MarBeeBa llerpa Mropesnua, K.r.—M.H.
ToponoBa Anpapest Cepreesuua, Tutuenko Hukonas AuzapeeBnua, XabupoBy Codnio IOpresny, HMBanoBy
TaTesiHy AJIeKCaHIPOBHY 32 MOJAEPAKKY U TIOMOILb.

ABTOp BbIpaXaeT 0coOyio 0JaroJapHOCTb CBOEH ceMbe, Apy3bsiM M OJM3KMM 33 BCECTOPOHHIOIO

MOAJIEPXKKY.



