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Abstract
The efficiency of uranium and plutonium oxides extraction via recrystallization from a simulated spent nuclear fuel (SNF) using
molybdenum compounds as a flux is presented. A novel process scheme, incorporating the dissolution of SNF in molten
molybdenum trioxide MoOs, peritectic decomposition of uranyl molybdate and plutonium(IV) molybdate Pu(MoQa): to yield
the respective oxides, and subsequent washing with molten sodium molybdate Na2MoO4 is proposed and justified.
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Beenenue

OCHOBHBIM TPOMBIIUIEHHO OCBOCHHBIM METOIOM IepepaboTKH OOJYyYEHHOTO SIEPHOTO TOTLTUBA
B MHpE B HACTOSIIIEE BPEMsI SIBIISIETCS] BOAHO-3KCTpakimoHHbi PUREX-mporiecc, 0OCHOBaHHBIM Ha CITOCOOHOCTH
Tb® (Tpu-H-OyTmindocdara) m3BIeKaTs ypaH W IUTyTOHHH W3 a30THOKHCIBIX PAacTBOPOB. DKCTPAKITUSL
MPOM3BOAMTCS C MPUMEHEHHEM CTICIUATN3UPOBAHHBIX MacCOOOMEHHBIX amMapaToB — CMECUTENEH-OTCTONHUKOB
60 MEHTPOOEIKHBIX IKCTPAKTOPOB. Pab0oTOCTIOCOOHOCTH YKa3aHHOTO 000PYAOBaHHUS BECbMa YyBCTBUTEIHHA
10 OTHOUICHUIO K HAKOIJICHUIO OCAJKOB PA3JIMYHOIO MPOUCXOKACHUS, YTO, B CBOIO OU€peb, HAKIIAbIBACT
OrpaHHuYEHHs Ha cocTaB mHepepabaTsiBaeMoro odmyyenHoro tominea (OST), TpeOyeT cHUKEHUS TIyOMHBI
BBITOPAHUS U, KaK CIEACTBUE, COKpAILEHUs MPOIOJKUTEIbHOCTH peakTOpHOH KaMmanuH [1].

Hucunuuun tpuypana UsSi> paccMaTpuBaeTcsi B KadeCTBE OCHOBBI AJIsI CO3JaHUS TaK Ha3bIBa€MOI0
TOJIEPAaHTHOTO SIAEPHOTO TOIJIMBAa — TOIUIMBA, YCTOWYMBOTO K aBapusiM ¢ moTepeil TemnoHocutens (loss
of coolant accident, LOCA). IlepepaboTka 00Iy4eHHOTO ypaH-CHIMIMIHOTO TOIUIMBA MO CYIIECTBYIOLICH
CXeMe 3aTpyAHHUTENIbHA 110 MPUYKMHE BHICOKOTO COAEPIKaHUA KPEMHHUS B TEXHOJIOTMYECKOM [IOTOKE, HAIIPABIISIEMOM
B MEPBBIM 3KCTpaKIMOHHBIA LUKI. VccnenoBaHus, NpoBOAUMBIE B Hacrtosmiee Bpemsi coBmectHo BHUMHM
uM. A. A. bousapa, PXTVY um. JI. U. MenneneeBa u PagueBsiM nacTuTyTOM HM. B. I'. XI1onnHa noka3sIBaioT,
YTO KPEMHHH CJIOKHBIM 00pa3oM pacmpenesnsercs MeKAY JKCTpakTaMH M paduHAaTaMH HEpBOrO LMKIA
U MOXKET HAaKaIUIMBAThCS B PEreHEPUPYEMBIX ACIALIMXCS MaTepraax.

ANBTEpPHATHBHBIM TOIXOAOM K IepepadOTKe HOBBIX BUAOB TOIUIMBA (C TIYOOKHMM BBITOpPaHUEM,
MaJbIM BpPEMEHEM BBIIEP)KKH, HECTaHIapTHOW KOMITO3UIMEN) MOXKET SABISATbCS KOMOMHHMPOBAaHHAs CXeMma,
B KOTOPOH TOJIOBHBIE OIEPAllMM BBIIOJHAIOTCS B Cpelax, MHEPTHBIX K BO3ACHCTBHIO HOHHU3HPYIOLIMX
W3JIyYE€HU U MOILHOTO TEIJIOBBIAEIEHU — pAacIulaBaX HEOPTraHWUYECKUX COECIMHEHUN — C JajbHEWIlen
nepepaboTKOM MpoaAyKTa MO JeHCTBYIoMIeH cxeme, npuHsaToi Ha 3aBoje PT-1 ®I'VII «I10 «Mask» mudo
B OTBITHO-IeMOHCTparoHHoM 1ieHTpe O VI «I'XK» [2].

B kauecTBe pacmiaBoB, mpuMeHseMbIX i iepepadoTku O T, MOTyT OBITH CIIONB30BaHbI Pa3IMIHbIE
cucremsl [3]. O0mmM TpeboBaHMEM K HUM siBiseTcs 3 eKkTuBHOE pacTBOpeHHE KOMIIOHEHTOB SIIEPHOTO
TOIUIMBA TMPHU CPAaBHUTEIBHO HU3KUX TeMIepaTypax ¢ JalbHEHIIed BO3MO)KHOCTHIO BBIJIENECHHUS LEIEBBIX
KOMIIOHEHTOB. DU3HKO-XMMUYECKON OCHOBOW TaKUX ONEpaluid SIBISETCS METOJ pacTBOP-PACILIaBHON
MePEeKPUCTAIITN3AIIH.

PacrinaBbl coctaBa «TpHOKCHI MOJIMOIEHA — JIETKOTUIABKHI MOJMOAATY JIABHO M ITMPOKO WCHOB3YIOTCS
JUIL TIOJlyYeHHs BBICOKOKAUYECTBEHHBIX KPHCTAJUIOB TYIOIUIABKMX M IUIABALIMXCS C  PAa3JIOKEHHEM
coenunenuit [4, 5]. Panee Bo BHUMHM um. A. A. bouBapa uccrnenoBanach BO3MOKHOCTb HMPUMEHEHHUS
pacmaBa Na;MoOs —MoOs 11 epeKpHCTANIN3alMOHHOTO BBIICICHUS COSMHEHUN SIepHBIX MaTepraioB (SIM),
OJTHAKO TI0 sy IpUYUH pabOTHI 3aBepIIeHbI He ObLTH [6, 7].

B Hactosmeil paboTe mnpencTaBiIE€HBl PE3YNbTaThl HMCCIECIOBAHMHM B3aMMOJECHCTBUS HEKOTOPBIX
koMmmoneHToB OST ¢ paciiaBaMu COeMHEHNH MONTHOI€HAa; Ha OCHOBE MPE/ICTABIEHHBIX JaHHBIX IPEI0KEH
OOHOBJICHHBINM BAPUAHT TEXHOJOTUYECKON CXEMBI.

Pe3yabTaThl HccaeqoBanmii

HccnenoBanue B3auMoIeHCTBHSI KOMIIOHEHTOB OOJYYEHHOTO AEPHOTO TOILINBA (B MEPBYIO OYEPEIb,
ypaHa W IUTyTOHHS) ¢ pacmuiaBamu cucteMbl NaoMoOs — MoO3 B 3aBUCHMOCTH OT YCIIOBUHM TPOBEICHUS
mpolecca NPUBOAMT K HEOOXOJUMOCTH HW3YYEHHUS TPEXKOMIIOHEHTHBIX (Da30BBIX JHArpaMM CHCTEM
UOz — MOO3 — N32M004, UO3 — MOO3 — NazMOO4 u Pu02 — MOO3 — NazMOO4. ABTOpaM HC HU3BCCTHBI
paboTHI, B KOTOPBIX YKa3aHHBIE TUArpaMMBI COCTOSHIS ObUTH OBl BOCTIPOHM3BEICHBI B TIOJTHOM M HETIPOTHBOPEINBOM
Buge. MHpopMaius 0 CTPYKType M CBOHCTBAaX CIIOKHBIX COCAMHEHUH, MPUHAUICIKAIINX MEPEUUCICHHBIM
cucTeMam, ObliIa YaCTUYHO BOCCTAHOBJICHA 0 JJAHHBIM IyOnuKanuii [7—14].

Onpenerneno, uto B TpexkoMmrnoHeHTHOM Toje UO3; — MoOs — Na;MoO, (oTBeuaromiemMy mpoBeICHHIO
MIEPEKPHUCTAILTU3AIIY B OKUCIIUTEIBHOM aTMOC(hepe) MOKET 00pa30BBIBATHCS OOJIBIIIOE KOJIMIECTBO CIIOKHBIX
OKCHJIOB ypaHa-MOJHOJCHA-HATPUS, TPU 3TOM TPAHUIIBI CYIIECTBOBaHHA (a3 W TOYKH WHBAPHUAHTHBIX
paBHOBECHIA B OOJIBITMHCTBE CIyYaeB HE ONPE/ICIICHBI.

Jyig yripoleHust TEXHOJIOTHYIECKON CXeMbI BO H30€KaHKe pacIipe/ieieHrs ypaHa U Ty TOHUS 10 a3am
¢ OJM3KUMHU KPHUCTAUIOXMMHIYECKHMH CBOMCTBAMH B KaueCTBE PACTBOPUTENS ObUIO TPEAJIOKEHO HCIONIB30BATh
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Tprokcun moiudaeHa MoQOs. B 6unapnoii cucreme UO3; — MoOs ycraHoBieHo [15] cymecTBoBaHre 0THOTO
XUMHYECKOTO CoeluHeHuss — monubaara ypanmia UO,MoQs, pasnaratomerocs [15, 16] ¢ oOpazoBanuem
3aKHCU-OKUCH ypaHa U MoQOs. AHAIOTMYHBIM CBOWCTBOM O0JIaJalOT MOJMOJATHI IUIyTOHHSI W HENTYHUS,
B TO K€ BpeMsl IEPUTEKTHYECKUI paciiaj He XapaKTepeH AJs MOITUOJaTOB OONBIIMHCTBA POTYKTOB ACTICHHUS,
B TOM YHUCIIE PEIKO3EMENbHBIX METAJIOB, LE3Us W CTPOHUMS. YKa3aHHOE pa3Uuue JIETJI0 B OCHOBY
MEPCHEeKTHBHOM CXEMBI Ipoliecca nepekpuctaum3anun (puc. 1). OTMeTHM, YTO HCKIIOYEeHHEe MonubaaTa
HaTpHUs U3 COCTaBa pacillaBa-pacTBOPUTENSI MPUBOAUT K TMOBBIIICHUIO TEMIEPAaTyphl IUIABICHUSI CHCTEMBI
no 800 °C, a Takke K YBEIMUYCHUIO CKOpocTH ucmapeHus MoQ;, 00iaiaromero BBICOKUM JIaBICHHEM
HaCBILEHHOT 0 Mapa u. kursmero mpu 1150 °C.

NNA, Pr

Pacteopenue B MoO5

AT 830 - 850 °C UO;Mo004
pU(MOOq)Z
Monubaatnl M
BakyyMmHoe
8 PUREX-npouecc PasnoXeHne
800 °C
p . MoO5
Ha pereHepaLmio
Oxanabt M OtMbieka NagMoOy4 P pat

BaKyyM, Bbiwe 700 °C U30g, PuO;

MonubpaTsl M

Puc. 1. [Ipennoxennas cxema npoiecca NepeKprucTALTU3AINOHHON OYUCTKU KOMIIOHEHTOB
00JIy4EeHHOTO SIJIEPHOTO TOILUIMBA C UCIOJIb30BAHUEM PaCIliaBa COeTMHEHUI MOJIMOIeHa:
JIIT — nety4ue nponykThl Aenenus; PBIT — pagnoakTuBHBIE 6J1aropoIHBIE Ta3bl

Hns npoBepku 3G GEKTHUBHOCTH MNPEIIOKEHHON TEXHOJIOIMYECKOH CXeMbl OB HOITOTOBJICH
umutatop OAT, conepxaiuii OCHOBHBIE IPOAYKTHI ACJICHUS B KOJTUUECTBAX, SKBUBAJICHTHBIX HAKOIIJIEHHBIM
B OTBC (3KcriepuMeHTaIbHBIX TEIUIOBBIIEIAIONINX cOOpKax), obmywaBmmuxcs B peakrope MUP.M1 TI'HI]
HUUAP B Teuenmne kammanuu 1uTenbHOCTHIO 450 3¢ . CYT ¢ MIIOTHOCTHIO MOTOKA TEIUIOBBIX HEHTPOHOB
10 5,0 - 10'8 meiitp - M2 - ¢!'. CocTaB moarororienHoro umutaropa OST npuBenex B Tabm. 1.

Tabruya 1
MaccoBast 07151 DJIEMEHTOB OTHOCUTEIBHO ypaHa, %
Pu Cs Sr Nd La Eu Y Zr Si
17,4 0,88 0,05 0,75 0,75 0,75 0,05 0,62 75

@da30BbIl COCTAaB cMecell ONpenelsid METOAOM IOPOIIKOBOM AM(PPAKUUHU PEHTTEHOBCKOTO
U3Iy4eHUs ¢ IpUMEeHeHHeM nopoikoBoro audpaxkromerpa Colibri mpoussoacrsa AO «HML] “BypeBecTHHK»
(CuKa, pexxuMm cbeMKH — HENpepbIBHBIN, ckopocTb — 0,5 °/mun). IlonydeHHble gaHHBIE 00padaThIBa N
C UCIIONB30BaHueM nporpaMmmuoro obecriedenus: Match!, FullProf u X’Pert HighScore Plus. Pacnpenenenue
3JIEMEHTOB M0 TOBEPXHOCTH OOPA3LOB HCCICAOBAIM METOIOM PEHTI'€HOBCKOH 3HEproAMCrepCHOHHON
criekrpockormu (Moayis DJIC Aztec mpousBozcTBa Oxford Instruments, pasmenieHHbIN Ha 0a3e CKAHUPYIOMIETO
anekTpoHHOTro Mukpockomna Coxem CX-200 Plus).

Pe3ynpTaThl 3KCIIEPUMEHTOB IMOKa3alid, YTO TPUOKCHZ MOJHOAEHA sBIseTcs KpaiiHe 3PQeKTHBHBIM
pacTBOpUTENEeM KOMIIOHEHTOB OOJY4E€HHOTO SIEPHOrO TOIUIMBA. B 4acTHOCTH, B T€UEHHE KOHTPOJIBHOIO
npoMexyTka BpemeHu (3 4) mpu temneparype 850 °C mocturaercs monHoe pactBopenue UsSiz B BuIe
MOPOLIKOB M TabneTok (puc. 2). AHaJIOTMYHBIM 00pa3oM pacTBOPSETCS JUOKCHI IUIYyTOHHS (IIOpPOLIOK),
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JMOKCHJ ypaHa B BHJE MOPOLIKOB U TabaeTOK. MeTonoM peHTreHo(ha30BOro aHaiu3a MOATBEPHKAEHO, UTO
€IMHCTBEHHBIMHU (ha3zamu, 00pa3yeMbIMH YPaHOM U IUIYTOHHEM, SIBJISIFOTCS COOTBETCTBYIOLIME MOJMOIATHI
U02M004 nu Pu(MoO4)2.

[Mony4yeHHble MOMTUOIATHI Tasiee ObUIH MOJIBEPTHYTHI pa3ioxeHuto myteM Harpesa J0 800 °C B BakyyMme
(octarouHoe naBieHue kojiebanock B mpenenax 0,1-1 MM pT. CT.) ¢ HENBIO CHHTE3a COOTBETCTBYIOIIHX
OKCHIIOB M OTroHKM MoQ;. s perenepanuy TpUOKCHAAa MOJIMOACHA B BEPXHEW YaCTH PEaKLMOHHOTO
o0bemMa (peTopThl, BBHIMOIHEHHONW W3 HEP)KaBEIOIIEH CTamM) ObUT pa3MelleH KepaMIYecKHil BOIOOXJIKIaeMbIil
(maHeny — KOJJIEKTOp. AHamM3 HM3MEHEHHUs MAacChl PEAaKLMOHHOW CMEChI0O M KOJUIEKTOPOM IOKa3al,
YTO MPEUIOKEHHBIM METOX MO3BOJIsIET 3(PQPEKTUBHO KOHIACHCUpPOBaTh A0 99 % Tpuokcuga MoiaubaeHa,
UCTIApSIOIIErocs ¢ 3epKaja pacIuiaBa.

[ToBepXHOCTH KOJIEKTOPOB, Pa3MELICHHBIX B BAKYYMUPYEMOI peTopTe, Oblila HCClIeI0BaHa METOAaMHU
CKaHUPYIOUIEH 3JIEKTPOHHONH MUKPOCKOIIMH. Y CTAHOBJICHO, YTO KOHJCHCUPYIOIUECS KPUCTAILIBI TOJIHOCTHIO
COCTOSIT U3 TPHOKCHIA MOJHMOJICHA; 3aXBaTa MPOJYKTOB AEJIEHUS JHOO COSITMHEHHH SAEPHBIX MaTEepHallOB
He npoucxoaut. Mukpodororpadus kpuctamioB MoOs; npuBeaeHa Ha puc. 3.

Puc. 2. lucununua ypaHa A0 B3aUMOJAECHCTBHS ¢ TPUOKCHIOM MOJHO/ieHa (CieBa) U mocie (Crpasa).
MeTauin4eckue arioMepaThl — KPEMHHN

NanoStation
15kv SP=9 WD=16.6 x600 100.0um HV

Puc. 3. Mukpodororpadus KpucTaiioB TPHOKCHA MOJHOICHA,
MTOTyYCHHBIX TIEPUTEKTUICCKUM PA3JIOKCHUEM MOJMOIaTa ypaHIia B BAKYyMe
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[TomydeHHBIE MEPUTEKTUYECKUM PA3JIOKEHUEM COOTBETCTBYIOIIUX MOJHUOATOB 3aKUCh-OKUCH ypaHa
U JMOKCUJ IUTYTOHMSI OYMINAIMChL OT TPOAYKTOB JEICHHS IMPOMBIBKOW pacijlaBa MOJuOJara HaTpus
IIpH TeMIlepaTypax HecKoNbKo Bbime TuraBineHus NaMoOs (Bemme 700 °C) B atmocdepe Bakyyma Jimbo
WHEpTHOTO Ta3za (aproHa). B pe3ynbraTe mpoBeACHUS Tpolecca B 00paslax JOCTHTalloch pasjieieHue
IO IJIOTHOCTH (ha3 OKCHUJIOB SIICPHBIX MATEPUATIOB U MOJIMOAaTa HATPUS, COACPIKAIICTO MPOYKThI JICTICHHS.

JInist MccneioBanus pactpeielieHHs MPOAYKTOB JISNICHHS MEXTy YKa3aHHBIMU (hazamMu ObLT IPUMEHEH
METO/T OTITUKO-3MHUCCHOHHON CIIEKTPOMETPUH C HHAYKTUBHO-CBs3aHHOH 11azMoil (MCIT-OOC, cnexktpomeTp
EXPEC 6500, obopynoBaHHBI cHCTeMO# aBromogaud mpoO. [y reHepauuu mia3Mbl HCIOJNB30BAJICS
apros uuctoroit 99,9995 %. Crnoii MmonubaaTa HaTPHs OTACISIN OTMBIBKOM BOJIOM, ITOCJIC YEr0 PacTBOPSLTU
B HNOs3 a3y okcunos. B tabin. 2 mpuBenens maccoBsie nonu [1]/1, ycraHoBneHHBIE B ha3ze MonnbaaTa HaTpus

Tabauya 2
CreneHb nepexo/ia HEKOTOPBIX MPOAYKTOB JCICHHUS B MOJUOIAT HATpHsI, Macc. %
Cs Sr Nd La Eu Y Zr Si
>90 93 > 99 > 99 > 99 >99 86 79

BriBoabI

[Ipennoxena M 3KCHEPUMEHTAJIBHO TNPOBEPEHA HOBas TEXHOJOTMYECKas CXeMa MHPOXUMHUYECKOM
nepepaboTKu OOIYYEHHOTO SIEPHOTO TOIUIMBA, OCHOBAaHHAs Ha WCIOJB30BAaHWHM TPHOKCHIA MOJNHOICHA
B Ka4eCTBE pacIlIaBa-pacTBOPUTENSL. ITarbl mpoliecca — pactBopenue komroneHToB OST B MoQOs, BakyymHOe
pasnokeHre MOIMOIATOB ypaHHa U IUTYyTOHHS, TPOMBIBKA PACTIZIABOM MOJTUOIaTOM HATPUS — HCCIIEJOBAHBI
TIPH TTOMOIIH TUPPAKITHOHHBIX U CIIEKTPaIHHBIX METOJIOB.

MeToaoM ONTHUKO-3MUCCUOHHON CIEKTPOMETPUM C HHIAYKTUBHO-CBSI3aHHOHM IIA3MOU OIpeaesicHa
3G GEKTHBHOCTD pa3eleHUs SIEPHBIX MATEPUAIIOB U MPOJAYKTOB JCTICHHUSI.
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