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[TpuBeneHBI pe3ynbTaThl OMBITOB IO TEPMOXUMMYECKON JEHUTpALMU a30THOKUCIBIX pactBopoB U u Pu ¢ no-
JlydeHUEeM CMeUIaHHBIX (P)OPMUATOB ypaHA—IUTyTOHUS U MOCIENYIOLIMM BOCCTaHOBIEHUEM cMecu B Ar—H,
(5 06%) ¢ mosryyeHreM mopolka cMelranHoro nuokcuaa U—Pu. ITonydeHHbIe TPOAYKTHI NCCICIOBAHBI K 0Xa-
paKkTepu30BaHbl METOAAMU PEHTIEHOBCKOM nudpakuuu, daoopecteHuuu u crekrpockonuu KP. TTo pe3syinb-
TaTaMm MPOBEIEHHBIX aHAJM30B B ITOPOLIKE ObLIO MAEHTU(GUIIMPOBAHO 00pa3oBaHue KakK TBEPAOTO pacTBOpa
(U,Pu)O, c conepxanuem Pu 5 mac.%, Tak u UO,. [Tocie 06paboTKu MOPOLIKA METOIOM BUXPEBOTO CMEILEHHUS
OBbLUIM U3TOTOBJICHBI TA0JIETKU BBICOKOI MJIOTHOCTU U ¢ OMHOPOAHOM CTPYKTYPOIA.
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BBEAEHUE CBY-nenurpanum goBeaeHa 40 OIMBITHO-TIPOMBIIIICH-

HoMl peanuzauuu B SAnoHuu [5] u mi1aHUpyeTCs K UC-

Anepubiii TormuBHblA Hukia (ATL), peanr3oBaH- MMOJB30BAHUIO HAa HOBOM 3aBOJE IJId ITPOU3BOIACTBA
HbIil B HacTosuiee BpeMs B Poccuiickoit @enepaunn, MOKC-tommsa go 800 T/rox [3].

OoCHOBaH Ha npuHuuIle nepepadorku OAT mnst obecmne- Mportecc npsamoii CBYU-1eHUTPaIy A30THOKHCTBIX
YEHMsI SKOJIOTMYECKH MPUEMIIEMOTO 0OOPAIEHHSA € TIPO- 1 1popOB UHTEHCUBHO OTPAGATHIBACTCS TaKkKe B Poc-
ayktamu fenenus u Bosppara B ATLL pereHepupoBaH- ¢y nng nonyyenns Ta6ieToK M3 MOPOLIKOB KAK YHCTHIX
HBIX siAepHbIX MaTepuaioB [1, 2]. Penuki mocienHux OKCHJIOB ypaHa [6—8], TaK 1 TBEpIbIX PACTBOPOB YPaHa C

TNpe1ycMaTPUBAET HEOOXOMMMOCTb KOHBEPCUHU 30T~ 1opyen (MmuTaTOp MUTyTOHUS) |8, 9] U ypaHa ¢ Tieprem
HOKUCJIBIX pa)MHATOB 3KCTPAKLIMOHHOM NepepaboTKu (umutatop amepuius) [8]

OAT B nopoliikooO6pa3Hble OKCUAbI ypaHA—TLTYyTOHUS,

KOTOpBIE SIBIISIIOTCS MaTepuaaoM Iy (popMOBaHUS U MDD-npouecc 5 CLIA otpabarbisaercst Ha J1a60-
CIIEKAHUsI TOTUTMBHBIX TAGJIETOK B BHIE TBepaoro pac- PaTOPHOM YPOBHE C MCIOJIBE30BAHICM PACTBOPOB, CO-
Bopa (U,Pu)0,. JepKallluX He TOJIbKO ypaH, HO U TpaHCYpaHOBBIE BJie-

MEHTBI, B3SThIC B Pa3HBIX COOTHOIIeHUIX. JIisT Mac-
[IpenMyuiecTBa U HEMOCTATKW TPAAUMLIMOHHBIX ME- IITAOMPOBAHUS Mpollecca MJaHUPYETCsl MpoBedeHUE
TOJOB KOHBEPCUU W aJIbTEPHATUBHBIX pellieHuit pac- mmTeabHbix HUOKP [10].

CMOTDPCHBI B 0630}” [3]. OTmeyeHo, 4TO MeTON MpH- B ommune or MDD-nipouecca, pa3pabaTblBacMblii
MO TCPMHUYECKON ACHUTPALHUU C UCIOJIb3OBAHUEM  yany crioco6 mpsAMOii TEpPMOXUMUYECKOM NEHUTPALIMK
MUKpoBoHOBoro (CBY) Harpesa 1 MOMMUIMPOBAH- ¢ ycronp30BaHKeM MypaBbUHOI KUCIOTHI [ 11, 12] umeet
Haf IpsAMad NCHUTpalus SMDD — Modified Direct ;hyrye xumuueckie 0CHOBBI M ammapaTypHoe ohopM-
Denitration) Bo Bpallatoleiicsi Tpy6e 0671a1al0T UENIBIM  jepye Ha KOTOpbIE MOMy4eHb IaTeHTHl PD [13], Eppa-
PSLIOM JOCTOMHCTB, OIHUM M3 KOTOPBIX SBISACTCS MX  syiicyrii [14], Kuras [15] u Srorun [16].

OIHOCTagUIMHOCTb. .
B Hacrosiieit pabore nmojiydeHbl HOBBIE TaHHEIE O

XVMHUYECKHEe OCHOBBI OOOUX IPOIIECCOB, UCIIOJNb- XapaKTePUCTHKAX MOPOIITKOB (hOPMUATOB ypaHa—TILIY -
3yeMoe 000pydoBaHUWE U XapaKTePUCTUKU OKCUI- TOHUS, OKCUIOB 3TUX BJIEMEHTOB U TaOJIETOK, U3TOTOB-
HBIX TOPOIIKOB NMPUBeAEHEI B padoTe [4]. TexHonoruss JeHHBIX B BUAe TBeproro pactsopa (U,Pu)0O,.
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OKCITEPUMEHTAJIBHAA YACTb

Memodur ananusa u peaxmugn.

®a30BbIil aHANW3 U YTOUHEHUE CTPYKTYPHBIX Xa-
PaKTEepUCTUK BBIIOJTHSIIM METOIOM PEHTTE€HOBCKOM
mudpakuuu Ha gudpakromeTrpe Bruker D2 PHASER,
CuK -u3nydyeHue, IpU HaNpPSDKEHUM PEHTIEHOBCKOM
Tpyoku 30 kB u Toke 10 MA. CKaHMpOBaHUE pEHTIe-
HOTpaMM OCYIIECTBIISIIN B AMATIa30HE YIJIOB OTPaXKeHUS
20 or 7 mo 70° ¢ marom 0.02° u ckopocThio 0.5°/MUH.
O0paboTKy pe3yJBTaTOB IIPOBOAUIIN C UCIIOJIb30BAHUEM
nporpammbl DIFFRAC.EVA.V5.0 u kaproreku PDF-2
ICDD.

DOyHKIMOHATBHBIN COCTAaB 00Pa31IOB OIPEaSIIsIIN
meToaoM crnekTpockonuu KP Ha cnekTpomerpe Bruker
Senterra 11 B criekTpanbHbIX Auarna3zoHax oT 50 mo 4500 cm™!
(criekTpanbHOe paspemeHue 4 cM ') m ot 50 1o 1500 cm~!
(criexTpanbHoe paspelreHue 1.5 cM™' ") ¢ WIMHOI BOTHBI
Jlazepa 532 HM, MOIITHOCTb BO30YX1aeMOT0 U3JIy4eHMUsI
25 MBT1. O6paboTKy JaHHBIX BBIIIOJIHSUIM C UCIIOJIb30Ba-
HUeM nporpamMmHoro obecreuenust OPUS.

DJIeMEeHTHBI!1 aHaJu3 MPOBOAUIN METOIOM PEHT-
T€HOBCKOM (hJII00OpeclieHIMU Ha BOJHO-IUCTIEPCUOH-
HOM CIIEKTpOMETpe IocaenoBaTeIbHOro Tuna Bruker
S8 Tiger ¢ Bo30yxxneHrueM Rh TpyOKM npu HamnpsKeHUr
40 xB u Toke 40 MA. Pabouyio kamepy mpubopa 3aroii-
Hsu TeneM. O6paboTKy JAHHBIX BHITIOJIHSUIN C UCTIOJb-
30BaHueM nmporpaMmHoro obecriedeHust SPECTRA plus.

7151 TpUTOTOBJIEHUSI HICXOMHOTO PACTBOPa MCITOJIB30-
Basu a3oTHoKuUcablit pactBop UO,(NO;),, a30THOKMC-
7e1it pactBop 2?Pu(IV) 1 a30THYIO KHCIOTY 12 MOJIB/II.
PacTBop roToBmIM cMelIeHNEM BCEX KOMITOHEHTOB B
pacyeTHBIX KOJIUYECTBaX ISl MOJyYeHUSI CyMMapHO
KOHLeHTpauuu akTuHuaoB 100 1/ mpu MaccoBOM CO-
nepxaHuu Pu B pactBope ~5%. KoHlieHTpalLus a30ot-
HOI KHCJIOTHI COCTaBJIsIa 2 MOJIb/II.

PactBOp HUTpaTa MJIyTOHUS MPENBAPUTEIbHO OUU-
mwanu ot U, Np u II] Ha noHoo6meHHoI cmoiie BII-
1AIl, mayroHuit ctabmmsupoBanu B ¢popme Pu(1V) mo
CJIEAYIOLIEN METONVKE:

e okuciaenne Pu(Ill) B Pu(IV) ¢ momompio NaNO,
npu 60°C B HNO, ¢ KoHLeHTpaLueii 7 MoJb/J;

e cop6Ouus Pu aHnoHuTOM, MpoBOAMMAs B TeMIIepa-
TypHOM auamnazoHe 60—70°C co cKOpOCTbIO MPOIYCKa-
HUS MCXOMHOTO pacTBopa Yepe3 KOJIOHKY 3.5 KOJIOHOY-
HBIX 00beMa (K.0.) B yac. MOMEHT OKOHYaHUS COpOILIUU
KOHTPOJIMPOBaJIA coaepkaHueM Pu B ipode duiabTpara,
0TOOP KOTOPOTO MPOM3BOAMIN ¢ MHTEpBaioM 30 MUH;

e SyI0MpoBaHUEe aHMOHHUTaA pacTBopoM HNO,
(6—7 Mmonb/7);

e jecopbuusi Pu ¢ aHMOHUTA a30THOI KMCJIOTOM C
KOHLIeHTpauuei 0.5 MoJIb/JI cO CKOPOCThIO TIPOITYCKa-
HUd 1 K.0./4 ¢ mocaenywomM coopoM aecopobara.

Konuenrpanuio myronusa B cucreme UO,—PuO,
(5 Mac%) BBIOMpANN C yYETOM €ro BO3MOXKHOIO CO-
JepXaHUs B OKCUIHOM TOILUIMBE U TOTO, YTO IIPU
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conepxanuu 5 mac% daza PuO, HanexHo perucTpupy-
etca Metogom PDA. OGocHOBaHME TOCTATOYHOCTH Ta-
KOM KOHIIEHTpAaLUU IIJIYTOHUS IIpUBENeHO B padoTax [11,
12] 1 yauThIBaeT M3MEeHEHME IapaMeTPOB 3JIEMEHTap-
HOI1 STYeKY TUOKCUIOB B (hOpMe TBEPIBIX PACTBOPOB.

Obopydosanue ycmaHoeKu

Jns mpoBeneHUs] TeHUTPALMKU U TTOJYISHUS T10-
pouikoB ¢opmuaroB U—Pu ucnonb3oBaiu MoaepHU3U-
POBaHHYIO YCTAHOBKY C TOHKOILJIEHOYHBIM POTOPHBIM
anmapatoM (TPA) [12].

CucreMa 103UpPOBaHUS YCTAHOBKM TEPMOXMMUYE-
CKOI1 IEHUTpAIIMU COCTOSUIA U3 ABYX MEPUCTATBTUYECKUX
HacocoB. Pacxompl KOMIIOHEHTOB PeTYIMPOBAIIA TTUTAIO-
UM HampssKeHWEM J03aTOPOB C YUETOB IpaayupoOBOY-
HbIX TpacuKoB. Jlo3upoBaHKe pacTBOPOB OCYILECTBIISLIN
yepe3 QTopOoIIacToBbIe KaMMIIIpHBIE TpyOKHn. CKOpo-
CTU TO3MPOBAHUS UCXOTHOTO pacTBOPa U MypaBbUHOM
KMCJIOTHl PAaCCUUTHIBAIM TaKUM 0Opa3oM, 4TOObI CO-
OJ1r0maIoCch COOTHOIIIEHNE HUTpaT/opmuar uoH 1 : 4.
PacTBOpBI CMelIMBaIM HEMOCPENCTBEHHO Tepe BBOIOM
B amfrmapart B creluajbHOM TpoliHuKe. Cuctema razoo-
YUCTKM YCTAaHOBKM COCTOSIIA M3 XOJOMWJIbHUKA, 6ap6o-
Tepa U cOOpHUKA KOHIEHCaTa, PacIoJOXXEHHBIX MOocie-
JIOBaTEJIbHO U TOAKIIOUEHHBIX K CUCTEME BaKyyMUPO-
BaHUS CO CAYBKO B CIEIIBEHTIIISIIINIO. HarpeB cTeHKH
TPA ocyliecTBIsSIIA ¢ IOMOIIBIO TPEX HAPYXKHBIX KOJIb-
LIeBbIX HarpeBareyieii C aBTOHOMHBIM 3HEPTroNUTaHUEM.

KoHTpons TeMnepatyphl OCYIIECTBIISUIN C TIOMOIIBIO
XpOMeJIb-KOMEJIEeBbIX TEPMOIIap, PaCcIOJIOXEHHBIX Ha
CTEeHKE BepXHel, cpenHeil u HmxKHel cekuuit TPA, Ha
BHEIIHE! CTeHKEe IMPUEeMHOro cTakaHa U B IIPOTOYHOM
HarpeBarene. [TuTaHue Kaxaoro HarpeBartesst OCYIIeCT-
BJISUIM HE3aBUCHMO Yepe3 MOHMKaloIue J1abopaTOpHbIe
aBTOTpaHC(OPMaTOPHI.

C menpo obOecriedeHUsI B3PBIBO-TIOXapo0e3oIac-
HOCTU OBLIO peaM30BaHO pa3ae/ibHOE JO3MPOBaHUE
pacTBOpPOB a30THOKMCJIOTO ypaHa ¢ IUIYTOHUEM U MY-
paBbLUHOI KUCIOTHL. MICXOMHBIN pacTBOP C YpPaHOM U
IUIyTOHUEM Iepen go3upoBaHueM B arapatr TPA mo-
JOorpeBay JJ1s1 COKpallleHUsI BpeMEeHU UHAYKIIMOHHOTO
nepuoaa B3auMoJeicTBUSI peareHToB. Kpome Toro, co-
m1acHo pab6ote [17], mpeaBapuTelbHOE HarpeBaHMUE pac-
TBOpa, coaepxanuiero Pu(IV), MoXeT conmpoBOXIaThCS
ero okuciaenneMm n1o Pu(VI). Oto B cBolo ouyepenb mpu-
BOIMUT K CXOTHOMY XMMHUYecKoMy mmoBeneHuio U u Pu
U obecrieynBaeT IMoJyYeHHe OMHOPOAHOTO MPOAYKTa.
Oxucnenue Pu(IV) mo mecTuBaJ€eHTHOTO COCTOSTHUS
Tak>Xe BO3MOXHO 3a cyeT oOpaszosaHusa H,O, Bcien-
CTBUE paanojin3a Boasl [18].

PE3VIIBTATBI U X OBCYXJIEHWUE

B pesyibrare MpoBeaeHUS ONepaliii TepMOXUMUYE-
CKOU JEHUTPAILIMU B HETIPEPBIBHOM PEXUME OBITIO 10-
JiyueHo 4 nopuuu nopoukos popmuara U, Pu oOuieit
Maccoit 603 r, KoTopble UCCIEI0BAIN METOJAMU PEHTTE-
HOBCKOI audpakiuu u criekrpockonuu KP.
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Puc. 1. TudpaxrorpamMma IopollKa, IIOJIydeHHOro IIpu TeMieparype creHku TPA 160°C.

ITo naHHBIM peHTreHoda3zoBoro aHaausa (puc. 1),
nociie npokanuanus npu T = 160°C mopoIlok mpem-
CTaBJISII cOOOI cMeCh IBYX KpUCTAJULIMYECKUX (Da3: BOMI-
Horo dopmuata ypanuina UO,(HCOO),"H,O (63.9%;
PDF 01-074-6915, opropoMbudecKass CHHTOHHS) U
(dopmuara ypaHuia, cogepxallero ruipOKCUTPyIITy —
UO,(HCOO)(OH) (36.1%; PDF 00-027-0935, opTto-
poMOIIecKast CHHTOHMST).

YBeauueHne TeMIlepaTypbl IMPOKaJIWBaHUS IO
170°C crnoco6cTByeT yMEHBLIEHHUIO comepXaHUs (asbl
UO,(HCOO)(OH) no 33.9% (puc. 2). Ins naHHOTO
¢opMuaTa OBLIM pacCUYMTaHbI MapaMeTPhl AJIeMEeHTap-
HOW sTYeiKH, IpuBENeHHBIE B Ta0I. 1.

®opMuathl ypaHWJIa W IJIYTOHWIA M30CTPYK-
TYpHBI corjacHo pab6ore [19], B cCBsI3u ¢ 4eMm
OlHa M3 BO3MOXHBIX (OpPM COEOTUHEHUS TMpe.-
cTtaBlsieT co0OIf TBepAblli pacTBOpP cocTaBa
(U,_,Pu)0O,(COOH),'H,0, 0 < x < 1. YMeHbLIcHUE
o0beMa 37eMeHTapHOU sAueiiku MpU 3aMellleHUU ypaHa
C MOHHBIM paguycoM = 0.73 A Ha IUTyTOHUI1 C MOHHBIM
panuycoM = 0.71 A cBunertenbcTByeT 06 U30MOpHHOM
BKJIIOUCHUHM TUTYTOHHUS B COCTaB UCCJIEAYEMOIO COeIMHe-
Hus. TakuM obGpa3om, mpenmnosaraemast popmyna Gop-
muara MoxeT uMeThb BUl (U osPu, 15)O,(COOH), H,0.

Ta6muna 1. [TapameTpsl 2J1eMeHTapHBIX sueeK [19]

DyHKIMOHANIBHBINA cOocTaB 00pa3LoB (OpMHUATOB IO -
TBepxKaanu MetoaoM crekrpockonuu KP. C nenbio o6e-
CIIeYeHUs paavalliOHHOM 6€30IacHOCTY MPU U3MEPEHUN
criekTpa opMmara ypaHa—ILTyTOHUS IIPOOy TToMeIain
B KIOBeTy 13 noaumMmetuimeTtakpuiaata (ITMMA). Kro-
BETY FepMETUYHO M30JIUPOBAIN CTEKIISTHHOMN KPBIIIKOIA,
Mo3BoJIsTIONIEH chOKycHpoBaThbcsl Ha obpasie. Kpbllika
Tak>ke OblIa TTpo3payHa B 00JIaCTU IJIUH BOJIH, [Je Mpo-
MU3BOIUJIOCH BO30YXKIEHNE 1 CHATHE CIIEKTpa, Y He JaBaia
napa3uTHBIX Nojioc Kojiebanuit. CriekTp popmuara, co-
Jepkaiero 5% riyToHus, TIpeICcTaBIeH Ha puc. 3.

Ha crniekTpe (puc. 3) nBe moJiochl B odsactu 2800—
3000 cM~! otHOCsITCS K KoneGanusim casizeit C—H u O—H
(B cocTaBe COeNMHEHMI, COAePXKAIIUX TUAPOKCUTPYIIITY)
COOTBETCTBEHHO; mosnoca 1560 cM~! oTHocuTCH K Ba-
JIeHTHBIM KoJte6anusiMm C=0; B o61actu 1350—1400 cm ™!
MPOSIBIISIIOTCS AeopMallMOHHBIE KOJIeOaHUS CBsI3ei
C—H u BanenTHsble Koiebanuss C—O; MHTeHCUBHA I10-
noca 860 cM~! OTHOCHTCSI K BAJICHTHBIM KOJICOAHUSIM
U—O ypaHMJIBbHOII TI'pyNIbl; MoJiockl B obaactu 200—
400 cM ™' oTHOCATCA K ITeOpMaLIMOHHBIM KONeGaHUSIM
KapOOKCUILHOM M YpaHUILHOM TPYIIII.

[TonyyeHHBbIN hopMUaT ypaH—TUIYTOHUS MOABEpra-
JIA pasyiokeHuo npu temneparype 250—500°C B Boc-
cTaHOBUTeNbHOI atMocdepe Ar + H, 5 06. %, pacxon

CoenuHeHune a, HM b, HM ¢, HM V, am® Ccplnka
UO,(COOH),-H,0 0.596(2) 1.157(3) 1.936(4) 1.335 [19]
(U 95Pug 05)0,(COOH),-H,0 0.5941(1) 1.1543(3) 1.9330(5) 1.3274(6) Hamm nanxsre
PuO,(COOH),'H,0 0.586(3) 1.148(2) 1.949(5) 1.311 [19]
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Puc. 3. Crextp KP muryronuiiconepxaiiero (¢popMuaTa ypaHuia.

raza coctaniisut 35—40 /4. Bpems Bbiaepxku Ha oTane [lonyyeHHbI MOPOIIOK YEPHOIO 1IBeTa aHAJIU31UPOBa-
pa3IOKEeHUs COCTAaBUIIO 3 U CO CKOPOCTBIO HarpeBa peak- Ju MeTogaMu PDA, peHTreHOBCKOT (IroopeceHITNT
topa 2.5°C/muH. ITocie monHoro pasnoxeHusa ¢opMua- u criekrpockornu KP.

toB U—Pu Temneparypy nossiiianu 10 750°C ¢ BbIIepK- Ha puc. 4 npusenens! cnektpel KP Tpex mpo6: UO,,
KO# 5 4 1y BoccTaHOBIEHUd oKcuaoB ypaHa 1o UO,. PuO, u cMemaHHOTO ypaH-TJIYyTOHUEBOTO OKCHJA.
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[Tonoca, xapakTepHas mist KonebaHus cBsisu Me—O B
OKCHJAX aKTUHOMAOB KyOMYECKOTO CTPOECHMUSI, JIEXKUT B
o6nacti 440—470 cm~': U—0 445 cm™' u Pu—0 470 ecm ™.

N3 puc. 4 BuUAHO, 4YTO MOJSI CMEIIAHHOTO
YPaH-TUIYTOHUEBOTO OKCHIa 3Ta IMOJ0cCa HaXOIUT-
cst mipu 461 cM™!, 4TO CBUIETENBCTBYET O BXOXIE-
HUM TUTYTOHUS B CTPYKTYPY OIMOKCHMAA ypaHa M 00-
pazoBaHuu tBepnoro pacrtsopa (U,_Pu)O,. Ox-
HaKO HapsAmy C 3TOM ITOJOCOif B CIEKTpe TaKXKe
MPYUCYTCTBYIOT MOJIOCHI B paiione yactot 700—900 cm !,
KOTOpPBIE OTHOCATCS K KosiebaHusiM cBsizeit Me—O B ok-
cumax nepeMeHHoro coctaa u 200—350 cM ™', xapak-
tepHble 11 Konebannii U—O B U;0,. JlaHHBIE TTOJIOCH,
a Takke IIMPOKUE U MAaJIOMHTEHCHBHBIE MOJIOCHI BCETO
cnekrpa (U,_,Pu,)O, MOTYT 0OBSACHATBCA KaK BEICOKOI
XMMHUYECKOI aKTUBHOCTBIO 32 CUYET MEJTKOIUCTIEPCHOCTH
MOPOIIIKa, TaK U YACTUYHBIM OKUCJIEHUEM MO/ BO3/eii-
cTBUEM nasepa. Ilomocksl B o61actu 50—150 cm™' or-
BEYAIOT OECKUCIOPOIHBIM KOJE0AHUSIM 1 OTHOCITCS K
JIBUKEHUIO TSIXKEJIbIX MOHOB KATMOHHOM MOJApEeIIeTKU

OTHOCHTEJILHO JIPYT ApyTa.

MaccoBy10 KOHLIEHTPALIMIO ypaHa U TIJIyTOHUS OIpe-
TEJISUTH TIO pe3yiIbTaTaM U3MePEeHUsI CKOPOCTH CUeTa UM-
MYJIbCOB, 3aPETUCTPUPOBAHHBIX B BBISIBIEHHBIX MTMKAX
CIIeKTpa C HOPMUPOBKOIA 110 TpagyupOBOYHOMY Tpapuky
(Mmeton atamoHoB). I1o maHHBEIM peHTTeHO(GIyOpPECLIEHT-
HOro aHaimu3a (puc. 5), conepxxaHue ypaHa U ITyTOHUS

AJION u Ip.

B 00pa3slie B IlepecyeTe Ha TMOKCUIBI cOCcTaBMIO 95.3 n
4.7%, 9TO COOTBETCTBYET paCUeTHOI KOHIIEHTPAIUM.

Ha mudpaxkrorpamme cMelraHHOro okcuaa (puc. 6),
MOJyYEHHOTO BOCCTaHOBJeHUEM (hopMuara ypaHa—
IUTYTOHUS, IPUCYTCTBYIOT pedIeKCHI OTpakeHUs ClIe-
OYIOIIUX KPUCTAIMYECKUX (da3: TMOKCUIa ypaHa Ky-
ouueckoro ctpoenust UO,, mpocTpaHCTBEHHAs Ipymna
cummetpum Fm-3m, 3akucu-okucu ypana U,Oq, opTO-
poMbuuecKkasi CHHTOHUsI, U TBEPIOTO pacTBOpa ypaHa—
mrytonust (U,Pu)O, c Kkybuueckoii ssueiikoil, 4To xopo-
IO COTJIACYeTCs C MAaHHBIMU cIieKTpockonuu KP.

IMpucyrcreue U;Oq, cornacHo pabote [6], He mpe-
MSATCTBYET Tepeaade Mopolika Ha U3roToBJeHue TabJe-
ToK. CornacHo pabdote [20], mommycTMa IMOAIIMXTOBKA
U,0q 10 30 mac. %, 4To obecreunBaeT Kak TpedyeMylo
IUIOTHOCTh TOTJIMBHBIX TabJETOK, COCTABISIOLIYIO HE
MeHee 92% OT TeopeTUYecKoil, TaK U ONMTUMAaTbHBIN
pasmep nop. Ilo pesyabratram P®A ¢a3oBblii cocTas
MTOpOIIIKa, TPeACTAaBIIEHHBII Ha puc. 6, OBLT MPU3HAH
IIPUTOTHBIM TSI TIOCJIEAYIOIIETO TabJIeTUPOBAHMSI.

IToslyyeHHBI TTOPOIIOK C COOMIOIEHUEM YCTaHOB-
JIEeHHOTO mopsiaka ob11 goctaieH Bo BHUMWHM nna
JnajibHeileit xapakTrepu3aluy U U3roToBJIeHUS Tabie-
TOK KEpaMUUYeCKOro ToIJuBa. Pe3ynbraTbl BXOAHOTO
KOHTPOJISI MacChl TTOPOIIIKA U €ro TJIOTHOCTU TIpUBeE/e-
HEI B Ta0JI. 2. BXOmHOM KOHTPOIb OPOIIKOB IIPOBOIM -
JIV TIyTEM UX B3BELIMBAHUS U ONpPEAEIeHUS] HACBITTHOM
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Puc. 4. Criexrpsl KP nuoxcuna ypana UO,, nuokcuna ryronusi PuO, v cMeliaHHOTO ypaH-TUTyTOHUEBOTO OKCHUA.
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Taomuua 2. Pe3ynbraThl BXOZHOTO KOHTPOJIS OKCUIHOIO
nopoiuka U—Pu

[MapameTpbl BXOMHOIO KOHTPOJISI UCXOMHBIX T
IOPOILKOB
dakrnyeckast Mmacca Imopouika, T 93.95
HachbInHast IIOTHOCTB 6e3 YTPSCKH, T/cM’ 2.8
HachInHas TIOTHOCTB C YTPSICKOIA, T/cM’ 3.2
TekyuecTb, r/c 3.5-3.6

IUIOTHOCTHU 0€e3 YTPSICKU U C YTPSICKOM, TaKKe OLIEHUBa-
JIM X TEKYYECTh.

ITapameTpsl mopoilka, NpuBeAeHHbIE B Ta0J. 2,
VKJIaAbIBAIMCh B HEOOXONMMbIE 3HAUEHUS] MTPUMEHU-
TeJIbHO K UCITOJIb3YyeMOMY MPECC-UHCTPYMEHTY.

YacTb MolydeHHOTro MOopoIlIKa HaIlpaBJIsIM Ha Mpec-
coBaHUE TabJETOK B UCXOJHOM COCTOSIHUU 0Oe3 100aB-
JIEHUSI TEXHOJIOTMIECKOM cMa3KHM (cTeapart LuHKa). [1pu
MPeCcCOBaHUU cTeapaT LIMHKA UCTIOJIb30BATU TOJBKO LIS
CMa3bIBaHUS TIPEeCC-UHCTPYMEHTA, YAeIbHOE JaBeHe
MIpPEeCCOBAaHMS COCTaBISIIO 3—4 T/cM”.
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Taosmua 3. HaceimHast mI0THOCTh OKCUIHBIX IMOPOIIKOB
nociie ABC

3HaveHus, r/cMm’
2.5
3.6

HacpimmHas toioTHOCTD

bes yrpsicku

C yrpsickoit

HeobxonmmMo OTMETHUTD, YTO TTPECCOBKY U3 MCXOMHBIX
ITOPOIIIKOB IOIY4aJrCh OYeHb HEMTPOUYHBIMU, HECMOTPSI
Ha BapbUpOBaHUE AaBjieHUs] nmpeccoBaHus. “Croipas”
IUIOTHOCTH TIPECCOBOK IMOPOIIKA MOCIe pa3IOoKeHUS
(opMUaTOB U BOCCTAaHOBJIEHHS 10 OKCUIOB COCTaBMJIa
5.9—6.0 T/c™m’.

Jpyryio yacTh Mopolika oopadaTbiBaJu METOIOM
BHUXPEBOTO CMEIIEHUSI ¢ UCIOJb30BaHMEM amapara
BuxpeBoro ciosgs ABC-150 B reuenue 10 muH. Pe3yib-
TaThl OIpeNeSICHUSI HACBHIITHBIX JIOTHOCTEH MOPOIIKOB
nocye 06padotku B ABC-150 6e3 yTpsicku U ¢ yTpsiCKOi
npencTaBieHbl B Ta0a. 3. [lomydyeHHbIe 3HaYeHUST Ha-
CBHIMTHBIX TJIOTHOCTE! MOPOIIKOB SIBSIOTCS TUITMYHBIMU
IIJIs1 MTOJOOHBIX MaTepUaioB, 0OpabOTaHHBIX B arrapare
ABC-150.
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Puc. 5. PeHtreHobayopeclieHTHBI CIIEKTP OKCUIA YpaHA-TUTyTOHMUSI.
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(a)

-

©)

Puc. 7. BHeuHuii BUI CrieYeHHbBIX TaOJIETOK. 8 — TUITMYHbBIN BU TAOJIETOK M3 UCXOIHBIX MOPOIIKOB; 0 — TabJieTKa 13 MOPOIIIKa,

obpaboranHoro B ABC-150.

ITpeccoBanue TabneTok U3 o6padboTaHHBIX B ABC-
150 ropo11koB Tak:Ke BHINOJIHSIN 0e3 100aBIeH s cTea-
parta IIMHKa, yaeJbHOe JaBjeHue MPEeCcCOBaHUsl COCTaB-
151710 3—4 T/cM?. B 3TOM cilydae mpeccoBKH TTOTYYaTICh
JIOBOJIBHO MPOYHBIMU, U UX “ChIpas” IUIOTHOCTb COCTa-
Bwa 7.0—7.1 r/em’.

CnekaHue MPECCOBOK OCYIIECTBIISUIM B IT€YU TUIIA
CIB3 B cpene ra3oBoit cMecu aproHa un 7 06. % Bomo-
pola 10 CIEeAYIOIIEMY PEXUMY:

® HATpEB JI0 TEMITEPATYPLI M30TEPMUYECKOM BBIIEPK-
KM B TeuyeHue 3 u;

e U30TEpMUYECKAsA BBIIEPXKKA IPU TEMIIEPATYPE
1750—1760°C B TeyeHue 3 u;

e OXJIAXIEHUE JO KOMHATHOM TeMIlepaTyphl B TeUe-
Hue 3 4.

®otorpacduy BHEITHETO BUIA CIIEYCHHBIX TaOJIETOK
Kak 06e3 oo6paboTku, Tak U ¢ obpadboTkoit B ABC-150
MpeacTaBJIEHbl Ha puc. 7a, 0.

Ilo pesynpraTaM BHU3yaJlbHOIO OCMOTpA CIHeYeHHBIX
TabJIETOK MOXHO CIeIaTh BBIBOJ, YTO MCXOMXHBIN ITOPO-
[IOK OBbLT HETTPUTOAHBIM JIJIST M3TOTOBJIEHUS TOTUTMBHBIX
TabneToK Hanpsimylo. OQHaKO KpaTKOBpeMeHHast oopa-
b6oTka okcugHoro nopomka B ABC-150 mmokasaina, 4to
IMPECCOBKM MOCJE CIEKAHUS COXPAHUIN CBOM TeOMe-
TpUYECKHUE TTapaMETPhI, OJIM3KUE K LIMIMHAPUYECKHM.

PesynbraThl KOHTPOJIS yCaaKu U T€OMETPUYECKOM
IUIOTHOCTU CIT€YEHHBIX IIPECCOBOK IIPEACTABIEHBI B
Tabm. 4.

M3 Tabn. 4 MOXHO cienaThb BbIBO/, YTO ITJIOTHOCTD,
XapakTe€pHad OJ1 OKCUIHOI'O TabJIETOYHOTO AOCPHOIO
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Puc. 8. ®otorpaduu CTpyKTyphl CIIEYEHHBIX TAabJIETOK C Pa3HBIM YBEJIMUCHUEM. a, 6 — TabJeTKa U3 MCXOIHBIX TTOPOIIKOB;

B, T — TabJyieTKa 13 opoiika, oopadoranHoro B ABC-150.

ToruMBa, coctasstiomast 10.2—10.7 r/em®, nocTuraercst
JIMIIIL Ha 0Opa3liax IMOpOIIKOB, MOABEPTHYTEIX 00padoT-
ke B ABC-150.

doTorpadun CTPYKTYpHI (BHEITHETO BUAA TTOBEPX-
HOCTH) CIIEYEHHBIX TaOJIETOK, U3rOTOBIEHHbBIX U3 T10-
polika Kak 6e3 o6paboTKM, TaK U ¢ 00pabOTKOIl B
ABC-150, npencraBiieHBI Ha puc. 8.

Tabmuna 4. Pe3ynbraThl KOHTPOJISI CTIEUEHHBIX TIPECCOBOK

O6paboTka Veanka, % I'eoMmeTpuyeckas
B ABC-150 alka, 7 IJIOTHOCTB, T/cM>
Her 13.9 9.0
Ha 13.5 10.6

AHaJiu3 MpeacTaBleHHbIX Ha puc. 8§ (ororpaduii
TO3BOJISIET CHeNaTh OIIEHOYHBIN BBIBOI O TOM, YTO IS
TabJIETOK U3 MOPOIIKA MOJYYEHHOTO METOJIOM TEPMOXU-
MUYECKOI TeHuTpauuu, nocie oopadorku B ABC-150
HabJIrIomaeTcs 3HaAYUTETbHOE YBETUIECHUE CPENHETO YC-
JIOBHOTO pa3Mepa 3epHa, a Ha MOBEPXHOCTHU TabJeTOK
clienbl MOCTOPOHHEN (pa3bl OTCYTCTBYIOT. MUKPOCTPYK-
Typa TOTUTMBHOI TabJETKM, U3TOTOBJIEHHOM C MCIIOIb-
3oBaHueM armmapara ABC-150, B 11e1oM ogHOpOIHAs.
Bunumble ra3oBbie BBIXOJbI TPAKTUYECKN OTCYTCTBYIOT
3a cueT HUBeJaupoBaHus anmnapatroM ABC-150 HeomgHo-
DPOAHOCTU MCXOIHBIX MOPOIIKOB. TakKe MOXHO OTMe-
TUTb, YTO TIPU TaHHOI 0OpPabOTKE MOPOILIKOB MPOUCXO-
AT CYIIeCTBEHHAs aKTUBAIIS UX K CIIEKAHUIO: YBEIH-
YeHHUe CPEAHEro YCJIOBHOroO pa3Mepa 3epHa B CpeaHeM
B 3 pasa.
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KucnoponHblil moka3artejib B CIIEUeHHBIX TaOJIeTKaX,
omnpeneneHHbIH MeTogoM D1 C ¢ TBepao3JIeKTPOJIUTHOM
raJibBaHMYECKOMN S4eMKOM, HAXOOUTCI B AMAIla30HE
1.998—2.003 [21].

Takum o6pa3oM, HaMU TTOKa3aHa MPUHLMITMAJIbHAS
BO3MOXHOCTb HEIIPEPBIBHOTO MOJIyYeHUSI IOPOIIKOB
(opMuaToB ypaHa M MJIYTOHUS B BUJE TBEPABIX pac-
TBOPOB, M3 KOTOPBIX MOCJIE pa3a0KeHUST U BOCCTAHOB-
JICHUSI MOTYT OBITH ITOJy4YeHBI TaOJEeTKU KepaMuue-
ckoro toruBa coctasa (U,Pu)O,. OgHako nocienHue
IBe omnepaluyd TPeOYIOT HOIOJHUTENbHBIX UCCIIEN0-
BaHMWI JIJIS1 OIIpeAcAeHNsI peXUMOB X HEIIPEPBIBHOTO
OCYILIECTBIIEHMUSI.
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Production and Characterization of (U,Pu)O, Ceramic Fuel Pellets from Powders
after Thermochemical Denitration of Nitric Acid Solution

A. S. Aloy’, K. Yu. Vergazov’, M. V. Gorbachev’, A. V. Davydov’, R. V. Ismailov’,
V. A. Orlova‘, and R. A. Serebryanskikh® *

“Khlopin Radium Institute, 2-i Murinskii pr. 28, 194021 St. Petersburg, Russia
®Bochvar High-Tech Research Institute of Inorganic Materials, ul. Rogova 5a, 123098 Moscow, Russia
*e-mail: radion.serebro@khlopin.ru
Received May 17, 2024; revised October 1, 2024; accepted October 17, 2024

The results of thermochemical denitration of U and Pu nitric acid solutions to obtain mixed salts of uranium-
plutonium formates and subsequent reduction in Ar—H, (5 vol %) of the mixture to obtain a powder of mixed
U—Pu dioxide are presented. The obtained products were investigated and characterized by X-ray diffraction,
fluorescence, and Raman spectroscopy. According to the analysis results, a (U,Pu)O, solid solution containing
5 wt % Pu was obtained, and UQO, was identified in the powder. After processing the powder by vortex mixing,
pellets of high density with a homogeneous structure were produced.

Keywords: denitration, formates, oxides, thin film, nuclear fuel, actinides
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