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BBEJIEHUE

Pa3zBuTHEe MHHOBAIMOHHOW aTOMHOM »HepreTuku B Poccuiickonn denepanuy B
paMKax 3HepreTuueckoil crpareruu Ha nepuoj a0 2050 rojga OCHOBaHO HA BHEIPEHUU
3aMKHYTOT'O SIIEPHOTO TOIUIMBHOIO IIMKJIA, BKIJIIOYAIOLIETO B ce0sl peakTOpHbIE ycCTa-
HOBKHU Ha ObICTpbIX HeWTpoHax [1-3]. B pamkax nmpoektHoro HampaieHus «IIpopsiBy
INockopnopauuu «Pocatom» B 1. CeBepCcK UIIET CTPOUTEILCTBO OMBITHO-IEMOHCTpPAIIH-
OHHOT0 PHeprokoMIuiekca Ha ocHoBe peakTopa BPECT-O/I-300 [4]. OToT peakTop Oynet
paboTaTh Ha CMEIIAHHOM HUTpUAHOM ypaH-TuryToHueBom (CHVYII) tomnue, koTopoe
IPEBOCXOAUT OKCHIHOE MO INIOTHOCTH TXkKeNbIX atoMoB (14,3 r/em® mporus 10,6 r/cm?)
u temnonpooanoctu (18,0 Bt/m-K npotus 2,7 Br/m-K) [5-7]. Henoctatkom HUTpua-
HOT'O TOIUIMBA SIBISIETCSI 00pa30BaHME AKOJOTHMYECKU OMACHBIX M30TOMOB yriepoja-14
(*C) u tputnsa (*H) [8]. Ucnons3oBanue u3oTomna a3oTa °N B IPOM3BOJICTBE HUTPHHOTO

TOIUJIMBA MO3BOJIUT MOJHOCTHIO UCKIIIOYUTH 00pa30BaHUE pauoyTiepoa.

AKTYaJIbHOCTb U CTelleHb Pa3padoTaHHOCTH TeMbl. COriIacHO JaHHBIM Mex-
JyHapOJIHOT'O areHTcTBa o aroMHoi sHeprun (MAI'ATD) na utons 2026 roaa, Bo BCEM
MHUpe Ha xpaHeHuu Haxoautcs Oosiee 322000 ToHH OTpabOTABIIErO SAEPHOTO TOILIMBA.
B Poccuiickoit ®exnepaiiu B 6acceifHax BBIICPKKU U MyHKTaX CYyXOro XpaHEHUs cocpe-
notodyeHo 27364 tonnsl OAT, Torna kak ocraBiIasicss 4acTh OT 00IIEr0 00beMa BBITPY-
*eHHOro B cTpaHe ToruBa (3700 ToHH) yacTU4HO nepepadorana [9]. AKTyalbHOCTb
TE€MbI JUCCEPTALMOHHOIO HCCIEAOBaHUS 00YCIOBJIEHA HEOOXOJIMMOCTBIO KapAHHAIIb-
HOTO YCOBEPIICHCTBOBAHUS HMMEIOLIUXCS TEXHOJIOTMI IMepepaboTKu OTpadOTaBIIETO
SJIEPHOTO TOIUTIMBA. BHEeIpeHe MTUPOXUMHYECKOT0 crioco0a nepepadoTKH MO3BOJIUT CO-
KpaTuTh 00bEMBI 00pa3yIOLIUXCs KUJIKUX PaJHOAKTUBHBIX OTXOJOB 32 CUET MCKIIIOYe-
HUS BOJHBIX CPEJl, CYIIECTBEHHO MOBBICUTH MPOU3BOJAUTENHHOCTh U KOMIIAKTHOCTH 000-
pYZIOBaHHUd, a TaKKe 00ECIeUYNTh MHOTOKPATHOE CHUKEHUE PUCKOB MPHU TPAHCIOPTHU-
POBKE TOIUIMBA 32 CUET CO3JaHUs NPUCTAHIIMOHHBIX MOYJIel nepepadoTku. Pa3pabaTsi-
BaeMasi TEXHOJIOTHS MPEANOJIAraeT 3aMbIKaHUE SIAEPHOTO TOTUIMBHOTO LIMKJIA MYTEM BBbI-
JIeJIeHUs U3 OTPa0OTABIIIETO TOIJIMBA HEBBITOPEBIIUX ypaHa U IUTYTOHUS U UX TIOBTOPHOE

HCIIOJIB30BAHUC IIPHU U3TOTOBJIICHHUHA TOILJIMBA.



B HHcTuTyTe BhICOKOTEMMIEpaTypHOU 3nekTpoxumun YpO PAH, B pamkax npo-
ekTHoro HampasieHus «lIpopbiB», pa3pabaTbiBaeTCsi MUPOXUMHUUYECKAs CXeMa Iepepa-
00TKM HUTpUIHOrO OONMydeHHOTO sepHoro TommmBa (OAT) peakTopoB Ha OBICTPBIX
HeliTpoHax. [lepBoii ctaguelt pazpabaTbiBaeéMON TEXHOJIOTHH SBJISIETCS BICOKOTEMIIEPa-
typHass obpadborka (BTO) CHVYII OMAT okucnutenbHbIMU Tra3oBbiMH cMecsiMu (No,
Ar+0;, N>+02), koTopas obecrnieunBaeT MEPEBOJ HUTPUIHOTO TOILUIUBA B OKCHUJIHYIO
dbopmy, 4TO HEOOXOUMO KaK JJIsl MOCIEAYIONIUX CTaJANi MUPOXUMUYECKOT0 Mpolecca,
TaK U JJIA CO3JJaHUsI YHUBEPCAIbHON CXEMbI IEpepabOTKH, MPUMEHUMOM JjIsl 000UX TH-
OB O0JIYUYE€HHOTO SIIEPHOTO TOIIMBA (OKCUIHOTO U HUTpUAHOTO). [lomuMo 3Toro, npo-
necc BTO no3Bossiet otaenuts OAT oT 0005104eK TEMIOBBIACISIIONIETO 3JIEMEHTA (TBAN)
3a CUeT NUCHEPTUPOBAHMS TOTUIMBHOM KOMIO3UIIUM, a TAKXKE YAAIUTH JIETY4HEe TMPO-
JYKTHI JCJICHUSI U3 MaTPUIIbI TOILIHBA.

Bricokotemnepatypnas 06padotka OAT BkitoyaeT mocieaoBaTeaIbHOE TPOBEIE-
HUE Omepanuil a30TUPOBaHus (B3aUMOICHCTBUSI MOHOHUTPHUIA ypaHa ¢ a30TOM MpHU T0-
BBIIIICHHON TEMIIEpaType ¢ 00pa30BaHUEM BBICIINX HUTPUOB), 1€a30TUPOBaHuUs (pa3io-
EeHHUs 00pa30BaBIIUXCA BBICIIMX HUTPUAOB ypaHa 10 UN), mociaeayromero OKucaeHus
JESAIIUXCS. MaTEPUAIOB U MPOIYKTOB ACJICHUS PAa3TUYHBIMU KUCIOPOACOAECPKAITUMHU
ra30BbIMH CMECSMH M BOCCTAHOBIICHUSI BBICIIMX OKCUIO0B ypaHa 10 UQO:.

Hutpunnoe OAT nocie riryO0oKoro BIropaHus IpeacTaBisieT cCOO0H CIOXKHYIO Te-
TEPOTEHHYIO CUCTEMY, COJIEPKAIIYIO YpaH, ILTyTOHUN U ITUPOKUNA CIIEKTP MPOTYKTOB Jie-
nenus (6onee 64 xumuueckux 35emMeHToB) [10]. [Ipsimoe skciepruMeHTaIbHOE UCCIIEI0-
BAaHME TAKUX BBICOKOAKTUBHBIX MATEPHUAIIOB COMPSIHKEHO C TEXHUYECKUMU TPYIHOCTIMHU
U puckamu. B cBsizu ¢ 3TUM (pyHIaMeHTaIbHOE MIOHUMAaHUE MPOIIECCOB MEPEPAOOTKHU U
oOpamienus ¢ OAT HEBO3MOXKHO 0€3 1€TaJIbHOT0 U3YUEHHS] MOJIETbHBIX CUCTEM.

[TockoNbKYy OCHOBHYIO MaccCy MpPOAYKTOB JECJCHUSI COCTaBISIOT PEIKO3EMENbHbIC
METaJlJIbl, B KauecTBe MoAenu uutpuanoro OAT B HacTosmel paboTe paccMaTpuBarOTCs
CUCTEMbl HUTPUJIOB AKTUHU/IOB U JJAHTAHU]IOB.

Jlo Hacrtosiiero BpeMeHn (U3UKO-XUMUUYECKUE OCHOBBI MPOTEKAHUS MPOIECCOB
BBICOKOTEMIIEPATYpHOH 00paOOTKH OCTABAIMCh M3YUYEHHBIMH HEMOJIHO, a PE3yJIbTaThl

OOJIBIIMHCTBA CYIIECTBYIOMMX Pa0OT HOCAT (hparMeHTapHBIN xapakTep. B cBs3u ¢ aTuM



6

aKTyaJbHOU 3a/1auell SIBJISIETCS YCTAaHOBJIECHUE KHHETUYECKHUX 3aKOHOMEPHOCTEN IpoLiec-
coB BTO Ha MOHOHHUTpU/IE ypaHa B COYETAHUH C TEPMOJUHAMUYECKUM MOJIETUPOBAHUEM
COCTaBOB CHCTEMbI aKTUHHUOB, JIAHTAHUIOB U JAp. 3J€MEHTOB, UMUTUPYIOIIUX HUTPUI-
Hoe OST na kaxnoMm stanie BTO u nocnenyromeil anpoodamueil mory4eHHbIX pexuMOB
Ha 00pa3iax 00Jy4EeHHOTO JIEPHOTO TOILIUBA.

Panee npoueccsl BTO He paccmaTpuBanuCh Kak €IMHasi TEXHOJIOTUYECKAsl olepa-
L1, HANpaBJICHHAs Ha JMCHEPTrUPOBAHUE U OTIEJICHUE TOIUIMBHON KOMIO3UIUHU OT
CTaJIbHBIX 000JI0YEK TBAJIOB, a TAKXKE HA MEPEBOJ HUTPUIIOB aKTUHUAOB M IPOTYKTOB

JIEJICHUS B OKCUJHYIO popMmy.

Hean u 3axa4u padoThl

[lenbto TUcCepTALIMOHHON PaOOTHI SIBISETCS YCTAHOBJICHUE (PUBHKO-XUMUYECKUX
3aKOHOMEPHOCTEW a30THUPOBAHMUS, N€a30TUPOBAHUS, OKUCICHUSI U BOCCTAHOBJICHUS CH-
CTEM aKTUHUJIOB U JJAHTAHUJIOB, MOJieNupytomux coctaB HuTpuanoro OAT. [{ns goctu-
YKEHUSI 11eJI1 ObUIM TTOCTaBJIEHbI U PEIICHBI CIEIYIONINE 3a0aun:

1. BrinosiHEHO TEPMOAMHAMUYECKOE MOJIEIMPOBAHKE BEIIECTBEHHOTO U (Pa30BOT0O
COCTaBa CUCTEM aKTUHHUJOB, IJAHTAHUIOB U IPYTUX SJIEMEHTOB, UMUTUPYIOIIUX HUTPU-
Hoe OST Ha Bcex cTaausax ero BbICOKOTEMIEpaTypHOU 00paOOTKU: a30TUPOBAHUU, Je-
a30TUPOBAHKM, OKUCIIEHUU U BOCCTaHOBJIEHUU 10 nuokcuaa ypana (UO2).

2. DKCNEPUMEHTAIBHO OIPEIEIICHbl KMHETUYECKHE IMapaMeTPhl BCEX OMNEpalHil
BTO B 3aBUCUMOCTH OT CTEMEHU JUCIIEPCHOCTH MOPOIIKA MOHOHUTPHUIA YpaHa U Mapiiu-
albHOTO JNaBjieHUs Kucioponaa. OmpeseneHsl TeMiepaTypa Hauala OKUCIEHUs, ollee
Bpems peakiuii. Unentudunnposad (ha3zoBbiii cocTaB 00pa3yromuxcs npoaykros. [Ipea-
JI0’KEH MEXaHU3M MPOTEKAIOIINX PEAKIUH.

3. Pe3ynbTaThl TEPMOAMHAMUYECKOTO MOJIETUPOBAHUS BEpU(PUIIUPOBAHBI B KCIIE-

PUMEHTAaX IO BBICOKOTEMIEPATYpHOU 00pabOoTKe 00IYyYEHHOTO SEPHOTO TOTUINBA.

Hayqnaﬂ HOBH3HA U T€OPETUIECCKAA 3SHAYNMOCTD paﬁoTbl
1. BHCpBBIe METOAOM TCPMOJMHAMHNYICCKOI'O MOACIUPOBAHHNA OIIPCACIICHBI paBHO-
BECHBIC BEILICCTBCHHBIN U (1)2130BBII>,I COCTaBbl MHOTOKOMIIOHEHTHOM CHCTEMBI AKTUHH OB,

JJAHTAHUJZIOB W JPYIuX 3JICMCHTOB I/IMI/ITI/Ipy}OHleI\/'I HUTPUIHOC O6JIY‘-ICHHO€ AACPHOC
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TOTUTMBO, BKJTFOYAOIIEH 43 XUMHYECKUX dJIEMEHTA. Y CTAHOBJICHO MOBEICHUE OCHOBHBIX
KOMITOHEHTOB MOJieTbHOTO OST 1 MPOIyKTOB NEeTIEHUS Ha BCEX CTAUSAX €r0 BEBICOKOTEM-
nepaTypHoi 00paboTKHU.

2. DKCIIEpUMEHTAILHO OMPECICHBl KMHETHUYECKUE TapaMeTphl U MPEIJIOKCHBI
MOJIEJIH, OMMCHIBAIOIINE TETEPOTCHHOE B3aNMOJICHCTBHE MOHOHUTPHUIA ypaHa C a30TOM
¥ KUCJIOPOJIOM B IITUPOKOM MHTEpBAJIC TeMIiepaTyp. BrepBrie ycTaHOBIEHA 3aBUCHUMOCTh
TEeMITepaTyphl Hadajaa OKUCJICHHUs] MOHOHUTPH/IA ypaHa OT TUCIIEPCHOCTH UCXOIHOTO TIO0-
poIIKa.

3. Ha ocHOBe comocTaBieHuUsT SKCIIEPUMEHTAIBHBIX JAHHBIX O BENIECTBEHHOM U
¢$azoBOM cocTaBax MPOAYKTOB IOCIE Ka)XJOH CTaAWH BBICOKOTEMIIEpaTypHOIl 0Opa-
OOTKM MOHOHUTPHJA ypaHa C pe3yJbTaTaMHd TEPMOJMHAMHYECKOTO MOJCTUPOBAHUS

000CHOBAH M YCTAaHOBJICH MEXaHU3M BCEX CTAJUN MPOTEKAIOUIUX PEAKIIUA.

I[IpakTHyeckass 3HAYMMOCTH PadoThI

[TonyueHHble pacueTHbIC BEUIECTBEHHBIE U (Pa30BbIE COCTABHI CUCTEMbl aKTUHHU-
JIOB, JIJAHTAHUJOB U JIp. JIEMEHTOB, uMuTUpytoueid HutpugHoe OAT HeoOXoauMbl AJist
pa3paboTku criocoba nepepadotku HuTpuaHOro O T, T.K. SKCIEpUMEHTAIBHOE YCTaHOB-
JIEHHE COCTaBa 3aTPYJHEHO BCIIE/ICTBUE BHICOKOW PaIMOAKTUBHOCTH TOIIMBHOU KOMIIO-
3UIUY.

VY cTaHOoBIEHHBIE MAKPOKUHETUYECKHUE MApaMETPhl B3aUMOIEUCTBUSI MOHOHUTPHUAA
ypaHa ¢ razaMu (CKOpOCTHU MPEBPAILleHHs], KOHCTAHTBI CKOPOCTEN peakiuii U BpeMs MoJ-
HOM KOHBEpCHUM 00pa3llOB) M 3aBUCUMOCTH TeMIIEpaTypbl Hayala peakiuil oT Aucnepc-
HOCTH TMOPOIIIKA HY>KHBI JIJIsl IPOEKTUPOBAHUS U ONTUMU3ALUHA TEXHOJIOTUUECKUX PEXKHU-
MOB pabOTHI anmapaToB BeIcOkoTeMIiepaTtypHoit oopadorku CHYIT OAT.

DKcrepuMeHTanbHast BepuuKalus pa3paboTaHHOTO Mpoliecca BHICOKOTEMIIEpa-
TypHOU 00pabOTKM Ha OOJYYEHHOM HUTPHUAHOM siiepHOM ToruinBe peakropa bH-600
noATBepauia 3(hPEeKTUBHOCTh MPEJIOKEHHBIX PEKUMOB ISl MEPEBOJa aKTUHUJIOB U
MPOAYKTOB JICJICHUSI B OKCUJIHYIO (JOPMY M MX MOJHOTO OTJEIEHHUS OT CTAJIIbHBIX 000J10-

YCK TBJJOB.



MeTon0/10rusI 1 METObI UCCJIEIOBAHUS

Metononorust paboThl 6a3UpPyeETCs HA COUETAHUU TEPMOJIUHAMUYECKOTO MOJIEIIH-
POBaHMUS U €ro MOCHeaYyIoEeld IKCIepUMEHTaIbHON Bepudukauu. MeToa TepMoaHa-
MHUYECKOTO MOJCIUPOBAHUS, OCHOBAHHBIM Ha MUHUMU3AIUU CBOOOAHOM sHepruu ['mob-
0ca, UCIOIB30BAJICS ISl ONPEACIICHUSI BEIIECTBEHHBIX COCTABOB CHUCTEMbl aKTUHHJIOB,
JAHTAHUJIOB U Jp. 3JIEMEHTOB, UMHUTHUpYIoMIel HuUTpuaAHOe OAT Ha Bcex ATanax BICOKO-
TeMnepaTypHoi o0paboTku. MeTo1 CHHXpOHHOTO TEPMHUUECKOTO aHaIu3a (TepMOTrpaBu-
MeTpus u audepeHimanbHas CKaHUPYoIas KaAJIOPUMETPHS ) UCIIOIB30BaICS JIs OTIpe-
JeeHUsT KUHETUYECKUX [apaMeTpOB IMPOIECCOB BBICOKOTEMMEPATypHOH 00pabOTKH
(TemmepaTyp Hauyaja peakiuii, BpeEMEHH MOJTHOM KOHBEPCUU U CKOPOCTEN ITPEBPAIICHUS )
00pa3IoB MOHOHHUTPHUJIA YpaHa B 3aBUCUMOCTH OT MX JAUCHEPCHOCTH U MapIUaIbLHOTO
JABIICHUSI Ta3a-OKUCAUTENs. MeTo1 Macc-CIIeKTPOMETPHUH OTXOIAIINX T'a30B HUCIOJIb30-
BaJICS 11 UJIEHTU(UKAIIMK 00pa3yIOIIUXCA ra3000pa3HbIX MPOAYKTOB pPEeaKInii, a TBEp-
JIOOKCHUJTHBIN CEHCOpP aKTUBHOCTU KUCJIOPOAa — JIJIs KOHTPOJISI KOHIIEHTPAIMU KUCIOPOaa
B OTXOJIAIINX ra3ax. MeToa peHTreHo(}ha3zoBOro aHaiu3a UCIO0JIb30BaJICA 1Sl UACHTU(DU-

Karuu (pa3oBOro cocTaBa MPOIyKTOB.

ITos10:keHUs1, BBIHOCMMBbIE HA 3aIIUTY

1. Pe3ynpTaThl TEPMOAMHAMHYECKOTO MOJCIUPOBAHUS PEAKIMA a30THUPOBAHMSI,
JI€a30TUPOBAHMS, OKUCIICHUS U BOCCTAHOBJICHHS CHCTEM aKTHHH]IOB, JIAHTAHU]IOB U JIPY-
T'UX AJIEMEHTOB, UMUTHPYIOIINX HUTPUAHOE OOTyUYCHHOE SACPHOE TOITUBO. Pe3ynbpraThl
OIICHKH HEJOCTAIONINX TEPMOJIMHAMUYECKUX JaHHBIX. CaMOCOTIIaCOBAHHOCTH TEPMO/IH-
HAMHYECKHUX JaHHBIX.

2. Pe3ynbTaThl TEPMOAMHAMUYECKOTO MOJICTUPOBAHMS BEMIECTBEHHOTO M (ha3o-
BOT'O COCTaBOB MHOTOKOMITOHEHTHBIX CHCTEM aKTUHUIOB, TAHTAHUIOB U JPYTHUX dJIEMEH-
TOB, UMUTHPYIOIIX HATpUIHOE OST (43 XUMHUUYECKHUX AJIEMEHTa) Ha BCEX CTAIMSIX BBI-
COKOTEMIIepaTypHON 00pabOTKH.

3. 3aKOHOMEPHOCTH U3MEHEHUS BEIECTBEHHOTO U ()a30BOTO COCTABOB MHOTOKOM-

MMOHEHTHOM CHCTEMBI AKTUHWIO0B, JIAHTAHUAOB MW [JOp. 3JICMCHTOB, I/IMI/ITI/IpyIOI]_[eﬁ
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HutpuaHoe O T npu nocienoBaTeIbHOM B3aUMOJEHCTBUAN C Ta30BBIMU CPEJAMHU HA CTa-
JIUSIX BBICOKOTEMIIEPATYpPHOH 00paOOTKH.

4. Kunetnueckue napameTpbl B3aUMOJCHUCTBUS MOHOHUTPHU/IA YpaHa C a30TOM U
KUCJIOPOJIOM IPY TOBBIIICHHBIX TEMIEPATypax, a TaKKE 3aBUCHUMOCTb TEMIIEPATypPhl
HayaJia OKUCICHUS OT KPYIMHOCTH UCXOJHOIO MOPOIIIKA.

5. MexaHu3Mbl peakiui a30TUPOBAHUS, I€A30TUPOBAHUS U OKUCIECHUS MOHOHUT-
puzia ypaHa.

6. DKCIEpUMEHTAIbHOE MOJATBEPKICHUE MPUMEHUMOCTH BBIOPAHHBIX PEKUMOB
BBICOKOTEMIIEpaTypHOU 00pabOTKU HA 00pa3iiax HUTPUIHOTO TOIIMBA, OOTYUYEHHOTO B
peaktope BH-600, obecrieunBaroniux OTAEICHUE TOIJIMBHON KOMITO3UIIUHM OT CTAIbHBIX

000JI0YEK TBIJIOB B MNEPeBOa HUTPUAOB aKTUHHUAOB B OKCHUEI.

JIn4HbI BKJIAJ aBTOPA COCTOUT B aHAJIU3E JIUTEPATYPHI, IIIAHUPOBAHUU U MPO-
BEJICHUHU 3KCIIEPUMEHTAIBHBIX PaboT u o0paboTke pe3ynbTaToB u3MmepeHui. Ilocra-
HOBKa 3a/1a4 UCCJIE0BaHUs, 00CYXKEHNE U MHTEPIIPETALIMS [TOTYyUYECHHBIX TEPMOIUHAMMU-
YECKUX UM KMHETUYECKHUX JTAHHBIX BBIMOJHEHBl COBMECTHO C HAYYHBIM PYKOBOJHUTEIEM
n.T.H. A. M. IToTanoBsim.

TepMorpaBUMETpUYECKUE HCCIETOBAHUS MPOBEIECHBI COBMECTHO ¢ TapyTHHBIM
A.TIL. u Kop3yn U.B. Penrrenoda3oBbliii aHaIM3 BHIIOJIHEH COBMECTHO ¢ MYITHUKOBBIM
I1.H. u Kapumossim K.P. DkcniepuMeHTasibHbie padO0Thl C 00IYyUYEHHBIM SIIEPHBIM TOTUIH-

BOM ObuTH BhINOJIHEHBI HA onagke AO «I'HI[ HUMAP» B nmpucyTcTBUM aBTOpA.

JIOCTOBEPHOCTDH MOJIy4YeHHBIX Pe3yJabTATOB

JlocTOBEpHOCTH pe3yIbTaTOB 00YCI0OBIECHA TPUMEHEHUEM COBPEMEHHBIX BepUdU-
IIUPOBAHHBIX MPOTrPAMMHBIX KOMIUJIEKCOB [JIi MOJEIUPOBAHUS MHOTOKOMIIOHEHTHBIX
CUCTEM U aTTECTOBAaHHOM CaMOCOTJIaCOBAaHHOW 0a3bl JaHHBIX. BRIBOABI TaKKe MOATBEP-
KIAIOTCS Pe3yJIbTaTaMH SKCIIEPUMEHTANbHBIX UCCIIEIOBAHU, BBHITIOTHEHHBIX HA CEPTH-
(ULIMPOBAHHOM U MOBEPEHHOM O0OpPYJOBaHUU (C MPUMEHEHUEM METOJIOB COBMEIIICH-
HOT'O TEPMUUYECKOTO U PEHTIeHO(a30BOT0 aHAM3a) Ha OCHOBE (PyHAaMEHTAIbHBIX 3aKO-

HOB (PHU3UYECKON XUMHH.
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Anpobanus padoThl

OcCHOBHBIE pe3yJIbTaThl, OJYYEHHbIE B PaMKaX BBIIIOJTHEHUS AUCCEPTALMOHHON
paboThI, OBLITM IPEACTABIEHBI U 00CYKJIEHBI HA BCEPOCCUNUCKUX U MEKTyHAPOIHBIX KOH-
(bepenuusax: HayuHblil cemuHap «l{udpoBuzanus HayyHbIX UCCIETOBAHUM U TEXHOJO-
rui» (r. 3apeunsiii, 2019); MexIyHapoaHas HAYYHO-TEXHUYECKash KOH(GEPEHIIHsT MOJIO-
IbIX yueHbIX «VIHHOBallMOHHBIE MaTepuanbl U TexHojorum» (r. Munck, 2020); 11-i
MexnayHaponsbiii OpyMKUHCKUI CUMIIO3UYM 1O 3yiekTpoxumuu (r. Mocksa, 2020);
Hay4YHbI cemuHap «MoenupoBaHHe TEXHOJIOTUH SIIEPHOrO0 TOIUIMBHOIO IUKIIa» (T.
Cuexwunck, 2020, 2022 u 2023); XVIII Poccuiickas koupepennusa «Pusndyeckas XuMus
U DJIEKTPOXHUMHUS PACIUIaBICHHBIX M TBEPABIX 3JIeKTpoauToBy (T. Hampuuk, 2020); Bce-
poccuiickuii ceMuHap (KOH(epeHIusa) «DNEKTPOXUMHUS B PACIpPEIeICHHON U aTOMHOM
sHepreTuke» (T. Hanpuuk, 2022 u 2024); HayuHo-TexHU4eckuit cemunap «[lupoxumust B
acriekte nepepadotku OAT» (1. CeBepck u r. Tomck, 2022, 2023 u 2025); XIX poccutii-
ckas KoH(pepeHius «Puznueckass XUMHS U JJIEKTPOXUMUS PACIIaBICHHBIA U TBEPIBIX
anektponuToBy (T. ExarepunOypr, 2023); «PeakTopHble MaTepuaibl aTOMHOMN SHepre-
tukn» (r. ExatepunOypr, 2023); Bcepoccuiickas koHpepeHnuus «Hoas TexHonornye-
ckas rmaTdopma atomHoM sHepreTukm» (. CeBepck, 2024); XXII MenneneeBckuii che3n
o obmeit u npukiaguon xumun (denepanvuas Teppuropus «Cupuyc», 2024); XI Poc-

cuiickas koHpepenmusa «Pagnoxumusa-2025» (r. Kpacnosipck, 2025).

yoaukauuu

OCHOBHOE coJiepKaHUE TUCCEPTALMOHHON pabOThI OTpakeHo B 19 HayuHbIX TyO-
JUKALMSIX, B TOM YHCIIE€ B 5 CTAaThAX B PELEH3UPYEMBIX HAyUHBIX KYypHaJaX, PEKOMEHI0-
BaHHbIX BAK P® u unaekcupyemsbix B MEKXIyHApOAHBIX 0a3ax AaHHbIX Scopus U Web
of Science, 11 Te3ucax 10KJIa10B HA MEXIYHAPOIHBIX U BCEPOCCUINCKUX KOHPEPEHIIUSIX

1 3 maTeHTax Ha U300peTeHHE.

Crpykrypa u 00beM padoThI
JuccepranionHas paboTa COCTOMT M3 BBEACHUS, YETHIPEX IJIaB, 3aKIIOUYCHUS,

criMcka 00O3HAYEHUW M COKpAlleHUM, CIHUCKA HCIOJIb3YeMOUW JHMTEpaTypbl U Tpex
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npuioxxkeHuit. Pabora u3znoxkena Ha 137 cTpaHullax MAIIMHOMUCHOTO TEKCTA, BKIIOYAET
28 tabnun u 54 pucynka. bubnuorpadpuyueckuiit Ciucok coaepxKuT 99 cChiIoK.

Bo BBeneHun 000CHOBaHA aKTyalbHOCTb BBIOPDAHHOM TEMbI, CHOPMYIUPOBAHBI
LIEJIb U 33J]a4U UCCIIEIOBAHUS, ONPEICIICHbI HAYYHAs! HOBU3HA, TEOPETUYECKAS U IPAKTH-
YyecKasi 3HaYUMOCTh PE3yJIbTaTOB, a Takke C(HhOPMYJIUPOBAHBI MOJIOKEHUS, BBIHOCUMBIE
Ha 3alIUTY.

B nepBoii riiaBe npuBeaeHO 0OOCHOBAHUE BBHIOPAHHBIX METOJOB MCCIEAOBAHUSA
B3aNMOJEUCTBUA a30T- U KHUCJIOPOJACOAEPHKAIINX FA30BbIX CPE] C MOHOHUTPHUIOM ypaHa.
OnucaHo UCMOIb30BaHUE MEPUYATOYHBIX OOKCOB C KOHTPOJIUPYEMON HHEPTHOM aTMOC(De-
poi aproHa, CHHXPOHHBIX TepMoaHaiau3aTopoB cepuu Netzsch STA, coBMeIIeHHBIX ¢
KBaJIPYIIOJIbHBIM MACC-CIIEKTPOMETPOM, TBEPIOOKCUIHOTO CEHCOPA aKTUBHOCTH KHCJIO-
poaa, nudpakToMeTpa U razoananuzatopa. [ [puBeeHb METOIUKY MOATOTOBKU 00Pa3IioB
Y TIPUTOTOBJICHUS] PAOOUYUX Ta30BBIX CMECEH.

Bo BTOpO# ri1aBe NpuBEAECHBI PE3YJIbTAaThl TEPMOJIUHAMUYECKUX PACUETOB BEIIE-
CTBEHHOTO U ()a30BOro COCTABOB MHOTOKOMITIOHEHTHOW CHCTEMbI, UMUTUPYIOIEH HUT-
puIHOE 00JIyYeHHOE SIIEPHOE TOILTMBO IeHTpanbHOM 30HbI peakTopa BPECT-O/1-300 ¢
BbIropanuemM 10 % TspKenbIX aTOMOB 1ociie 1 rojia BeIIEpKKU BO BHEPEAKTOPHOM XPaHH-
nuie. C UCIOIB30BAaHUEM TOJTYIMIMPUUYECKUX KPUTEPUEB PACTBOPUMOCTH beHennkra
MpOU3BeeHa OlIEHKA (DA30BOr0 COCTOSIHUSI CUCTEMBI M YCTAHOBJICHBI TPAHMIIBI CYyIIIe-
CTBOBAHHMS TBEPJOTr0 PAaCTBOPA 3aMEIIECHUS HA OCHOBE CMEIIAaHHOIO HUTPHUAA YpaHa U
TLUTYTOHUS.

TpeTbs ri1aBa NOCBAUIEHA TCOPETUUECKOMY U 3KCIIEPUMEHTAIBHOMY UCCIIEI0BA-
HHUIO MPOLIECCOB A30TUPOBAHUS MOHOHHUTPHIA ypaHa U MOCIEAYIOIIETO 1€a30TUPOBAHUSA
00pa3yronuxcs BHICIIUX HUTPUIOB ypaHa. Ha 0OCHOBaHMM MOJTyYEHHBIX JaHHBIX TEPMHU-
YECKOr0 M PEHTTreHO0(a30BOro aHalil3a OMNpe/iesIeHbl TEMIIEpAaTypHbIe HHTEPBAJbl peak-
1uii 1 000CHOBaH MexaHu3M (a3oBbIX NpeBpaiieHuii B cucreme U-N, 00ycliaBinBaro-
IUH JUCTIEprUPOBaHUE UCXOAHOTO KOMITAKTHOTO 00pasiia.

B 4eTBépTON Iy1aBe MPUBEAECHBI PE3YIbTAThl KWHETUUYECKUX UCCIIEIOBAHUN MPO-
[ecca OKHCICHUS MOHOHUTPHUA ypaHa Pa3IMYHbIMU Fa30BBIMA CMECAMHU U BOCCTAHOB-

JIEHUSI TPOAYKTOB OKHUCJIEHHUS B HUHEPTHOM artMocdepe. YCTAHOBICHO BIIUSHHE
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MapIyaibHOr0 JABJICHUS KUCIOPOJa, TEMIEPATyphl U MPUPOIbI Ta3a-HOCUTENS HA TEM-
Meparypy Hadajla U CKOPOCTh F€TEPOTr€HHOTO B3aUMOJEUCTBUS. MeToI0M TEpMOJAUHA-
MHUYECKOTO MOJACIMPOBAHUS PACCUMTAHBI BEIIECTBEHHBIE COCTaBhl MHOTOKOMITOHEHTHOM
cuctembl, umutupyrouen antpuaHoe OAT nocne nmocnenoBaTeNbHBIX ONEPALIUN a30TH-
pOBaHUsI, 1€a30TUPOBAHUS, OKUCIICHUSI U BOCCTaHOBJIEHUs. [IpecTaBieHsl pe3yabTaThl
BBICOKOTEMIIEpPAaTypHOH 00pabOTKM OOJy4EHHOTO HUTPUHOTO TOILIMBA, MOJTBEPIUB-
e 3¢ ()EeKTUBHOCTH OT/IENIEHUS TOITMBHOM KOMIO3UIIMKU OT CTaJbHBIX 000JIOYEK TB)-
JIOB U TIEPEBOJIa aKTUHUIOB B OKCUAHYIO (hopMy.

B 3akJ/1109eHuN U37105KEHBI TJIaBHBIE BBIBOJIBI JUCCEPTAITMOHHON pabOTHI.
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1. OBOPYJIOBAHME, PEAKTHUBbI U METO/AbI UCCJIEJOBAHUA

1.1 JladopaTtopHble 0OKCHI ¢ HHEPTHOM aTMOC(epou

HecMmoTtps Ha TO, yTO KOMIIakTHBIM UN pyu KOMHATHOM TeMIIEpaType HE OKUCIIS-
eTcsi, ToHkoaucnepcHsle nopomwkn UN pasmepoM yactun meHee 12 MkM nupodOpHbI U
Ha BO3JyX€ INpPH KOMHATHOM TeMmIepaTrype CocOOHBI camoBo3roparhcs [6]. B cBs3m ¢
3TUM MPOOOMOATOTOBKY MPOBOIUIIN B FTEPMETHYHOM IIEPYATOUYHOM OOKCE C KOHTPOJIUPY-
€MOil ”HEPTHOM aTMOc(epoil aproHa ¢ cofep;kaHueM Biard He 6ozee 1 ppm u kuciopoja

He 6onee 10 ppm (pucyHoxk 1.1).

Pucynox 1.1 — JIabopaTopHblii nepuaTo4HbIil OOKC C HHEPTHON aTMOC(epoi 1JIs po-
o6onoarorosku oopasnos UN

1.2 MarepuaJsl

Monountpua ypana. B kadecTBe MCXOAHOTO MaTepuaia ObLI HCIOJIb30BaH
CIIPECCOBAHHBIN B TaOJETKM MOHOHUTPHUJ] ypaHa Ha OCHOBE 00ETHEHHOTO ypaHa MpOou3-
BojacTBa OI'VII «PDSL] — BHUUT® um. Akanem. E.W. 3a6abaxuuay. TabneTku nmenn
CHEYIOIINE XapaKTePUCTUKU: auametp 6,55 £ 0,1 mMm; BeicoTa 5,9 £ 0,7 MM; IIOTHOCTH

11,3 r/em? (79 % ot Teopetnueckoii) u macca 2,17 £ 0,1 r. Cornacno nacnopry UN umen



14

cienyromue npumecu: kuciopon 0,07-0,1 mac. %; yrnepon 0,06-0,1 mac. %; monuOaex
0,14 mac.%. Pentrenoda3oBblil aHaIN3 KCXOJHOTO MOHOHUTPHIA ypaHa MPeICTaBJICH Ha

pucyHke 1.2.

ITHTeHCHBHOCTE., IIMII

| | L
Ayt e A s S, '.z-..vl \ \ / \ J J
C N e T e e T VARSI G R Sl ot P A W L N

- Grwnen S |

20, °

Pucynoxk 1.2 — JIludpakrorpaMmma MOHOHUTpHU/JIA ypaHa

Takxe B paboTe UCIOIb30BAIM MOHOHUTPU/]T ypaHa, MOTyYeHHBIN KapOoTepMuye-
CKHM CHUHTE30M, Ha OCHOBE 00€/IHEHHOT0 ypaHa. COTjlacHO pe3yjbTaTaM 3MUCCUOHHOTO
CIIEKTPAJIbHOTO aHAIN3a C MHIYKTUBHO-CBI3aHHOM a3moit UN uMen cieayromnue npu-
Mecu: xkene3o 0,353 mac. %; momubnen 0,13 mac. %; tutan 0,0006 mac. %. KpynHsiit
(dparMeHT IpoOUiii B araToBOM CTyIKe Ha 00Jiee MEJKUE YacTH, TIU00 epeTUpau B Mo-
POIIIOK, MTOCJIE YEro pacCEeMBaIIA Ha JIA0OPATOPHBIX CUTAX, JIJIs OJIyYEHHUS HY>XHOU (pak-

ouu.

Oo0aydyenHoe sizepHoe Tomauso. [[ns npoenenus npoieccoB BTO Ha 06myueH-
HOM TOIUIUBE MCMOJIb30Balu ¢parMeHThl TBAIOB U3 cOopku KOTBC-7 ¢ riryOuHoMl BbI-
ropanusa 6 % T1.a. M3otonHseiil coctaB HUTpUaHOro OAT cornmacHO JaHHBIM, NPEACTAB-

JeHHbIM B pabote [11], npuBenen B Tabnuue 1.1.
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Tabnuna 1.1 — M30TonHBINA cOCTaB HUTPUAHOTO TOTUIMBA, 00JIydyeHHOro B peaktope bH-
600 B coctaBe coopku KOTBC-7

H3zoTon MaccoBas noisg uzoromna, % H3oton MaccoBas noisg uzoromna, %
H - 12Nd 0,464(3)
14C - BNd 25,86(24)

2327 — 14Nd 22,27(30)
24y <0,01 YSNd 18,04(20)
2357 0,113(6) 146N d 16,43(24)
267 0,037(8) 18Nd 10,38(23)
287 99,85(3) 150Nd 6,55(18)
236py — M Am 95,26(2)
238py 0,09(2) 242mAm 1,01(1)

239py 86,66(3) 2B Am 3,73(1)

240py 12,42(2) 22Cm 2,04(2)

241py 0,72(2) 243Cm 66,33(4)
242py 0,11(2) 244Cm 31,63(3)

A3ot. [{ns uccnenoBanus npouecca azotupoBanusi UN HCMOIb30BaIN BEICOKOYH-
cthiil a3oT (N2) ¢ conepxanueM oCHOBHOro BemiectBa 0osee 99,9999%. CornacHo cep-
tudukary, azot coaepxan e 6osee 0,000065 % xucnopoaa. [Io naHHBIM Macc-CHeK-
TpaJIbHOTO aHaIu3a, cojepxkanue kuciaopoaa — MmeHee 0,001%. Ilacmopt Ha OanIOHHBIN
a30T NpUBEJEH Ha pUcCyHKe A.]l npuinoxeHus A.

Apron. IIpu npoBefeHUN 1€a30TUPOBAHUS U OKUCICHUSI apTOHOKHUCIOPOAHBIMU
CMECSIMU UCTIOJIb30BaJIM aproH 0co00M YUCTOTHI Mapku «5.0» ¢ coiep:KaHreM OCHOBHOTO
BemiecTBa He MeHee 99,999 %. CornacHo cepTudukary, couep:kanue Kuciopoaa cCocTaB-
nsio "He 6omee 0,0004 %, a Bmaru He 6omee 0,0001 %. Ilacmopt GaysIOHHOTO aproHa

MPEJICTABJICH HA pUCYHKE A.2 IpUIIOKEHUS A.

1.3 OcHoBHBIEC METOABI HCCJICTOBAHNUSA

1.3.1 CuHXpOHHBII TEPMUYECKUI AHATIN3

[Ipoueccel a3oTUpOBaHUsA, A€a30TUPOBAHUSA U OKHUCIIEHWS MOHOHMTpHUAA YpaHa
OBLIM MCCIIEIOBAHbI C UCIIOJIb30BAHUEM TEPMOTPABUMETPUUYECKOTIO aHAIN3a, COBMEIIICH-
HOTO ¢ nuddepeHunanbHON ckanupyromei kanopumerpueid. O6pasusl UN roToBUIN ¢

3arpykajii B THUICIIb B HHCPTHOM 6OKCC, IIOCJIC 4Y€ro HuMx A0 CTaBJIs1JIM A0 MECTa
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MIPOBEJICHUS aHaJu3a B T€PMETUYHOM KoHTelHepe. [Iponecc 3arpy3ku TUIIISA B anmnapar
3aHMMaJ He Oosee 1 MUHYTBI, IOCIIE YETo B anmnapar MoAaBalu aproH.

HccnenoBanus NpOBOAUIUCH C UCIOIb30BaHUEM TPEX MOIU(PHUKAIIMI CHHXPOHHBIX
TepMoaHanu3aropoB cepun Netzsch STA. DkcriepuMeHThI ¢ 00pa3uamu maccoi oonee 50
MT IIPOBOAMIIN B PEKUME TepMorpaBuMeTpun Ha ycraHoBke STA 449 F3 Jupiter (pucyHoK

1.3, a) c UCNOJIb30BAHUEM ATYHJIOBBIX TUIJIEH 00beMoM 5 mil (pucyHok 1.3, 0).

Pucynok 1.3 — O0muii Buj cuHxpoHHoro tepMmoananusaropa Netzsch Jupiter F3 (a),
aJTyHJIOBBIA TUTEh JJ1s1 U3MepeHuil (0)

UccnenoBanusa kunetuku okucienus B pexume TI/JICK ¢ oqHOBpeMeHHBIM aHa-
JM30M COCTaBa OTXOSIIMX I'a30B OCYIIECTBISJIN HAa U3MEPUTEIBHOM KoMIuiekce STA
449 C, cCOBMEIIEHHOM C KBaJpyIoJIbHbIM Macc-ciekrpomerpoM QMS 403 C Aéolos (pu-
CYHOK 1.4, a) B IIIaTHHOPOJUEBBIX TUIIISAX C NEPPOPUPOBAHHON KPBIIKOU (pUCyHOK 1.4,
0). Jlyia 00pa3noB Manoi Macchl aHaJIW3 BeIMOIHSUIM Ha mpubope STA 449 F5 Jupiter.

Pa0oune ra3sl (aproH, a3oT, KUCIOPOA) MOJIaBAJIM B anmapar Mpu MOMOIIU BCTPO-
€HHBIX PETyJATOPOB pacxoja rasa.

[Tpu oxucIEHUNM MOHOHUTPHUA YpaHA KUCIOPOACOAEPKAIMMH CMECSIMU PA3HOTO
COCTaBa KHCJIOPOJ CMEIIMBAIM C HECYIIMM Ta30M (aproHOM WM a30TOM) HENOCpPEe.-
CTBEHHO B CHHXPOHHOM TepmoaHanu3atope. KOHTponap cocTaBa ra3oBOM CMECH OCY-

IICCTBJIAJIN ITPpX IMOMOIIKN CECHCOPA aKTUBHOCTHU KHUCJIOPO/JAa B OTXOAAIINX Ira3ax.
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0)

Pucynok 1.4 — OOuuit Bua cuaxponHoro tepmoananuszaropa Netzsch STA 449 C ¢ non-
KJIFOUEHHBIM KBaJIpyHoJibHbIM Macc-ciekrpomerpoM QMS 403 C Aéolos (a), mnaTtuHo-
POIMEBBIN TUTEb C EP(POPUPOBAHHON KPBIIKOH (0)

1.3.2 KOHTpOJ]L KOHIEHTPpaUM KHCJI0OpoAa B COCTaB€ OTXOASAIINUX
rasoB

CopepkaHue KHCIOPOJa B COCTAaBE OTXOASAIIMX Ia30B aHAIM3UPOBAIM IPU IO-
MOIIY IEKTPOXUMHUUYECKOTO CEHCOPA AKTUBHOCTH KHCIOPOJIA.

B ocHoBe MeTona onpeneeHus cocTaBa OTXOASAIIUX Ia30B JIEKUT TOYHOE OIpese-
JIEHUE cofiepkKaHUsl CBOOOTHOTO KHUCIOPOAA C IMOMOIIBIO 3IEKTPOXUMHUYECKOTO KHUCIIO-
pOIHOTO naTuvka. JlaTuuk mpeactaBisieT co0oi TpyOKy, BHIMOIHEHHYIO U3 UTTPUN-I0-
MMPOBAHHOTO KYOMYECKOTO0 OKCHJA LUPKOHHS, XapaKTEPHU3YIOIIErocs MpeuMylle-
CTBEHHO KHCJIOPOJA-UOHHOM NMPOBOAMMOCTEIO. Ha BHEIIHEW 1 BHYTPEHHEN TOBEPXHOCTSIX
BBIIIEONUCAHHON TPYOKH HaHECEHBI TOHKHE CJIOU U3 MOPOIIKA METAININYECKOH IIJIaTHHBI,
BBITTOJTHSAIOIIME POJIb 3JIEKTpoAa. K 3TUM CI10sM NpUKPENIIEHBI IIJIATUHOBBIE 30HIBI, TPE-
Ha3HAYCHHBIE JJIS ONPEIEICHNS] BEIMYMHBI HATIPSKEHUS MEXAY IJIATUHOBBIMHU JIEKTPO-
naMu. BHyTpeHHss 4acTh JaTYMKa HEMPEPBIBHO MTPOYBAETCS OTXOAALIMMH ra3aMu, B TO
BpeMs KaK BHELIHSS — 00yBaeTcsl arMOC(EepHBIM BO3AyXOM. J[aTUnK MOMENIEH B MeUb U
HarpeT 10 800 °C. KoHTponupyeMbIM mapameTpoM AaTduka sABisieTcs Hanpspkenue U,
KOTOPOE CBSI3aHO C NApUUaJbHBIM JABICHUEM KHCIOPOAA B aHAJIU3MPYEMOM Trase

p(O2*"*") cornacHo ypaBuenuto Hepucra no ¢popmyne (1.1):
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“RT | p(03>*)
B 4F n p(O%HaJ'II/B) ’

(1.1)

rine R — yHuBepcanbHas razoBast noctostnuas, 8,314 Jlx/(monb-K); T — TeMneparypa nat-
yuka, 1073 K; F — nocrosunas ®@apanes, 96 485 Kn/monb; p(O2*°*) — mapruanbHOe JaB-
JeHue kuciopoaa B Bozayxe, 0,2095 arm; p(O2*"*"™) — mapuuaibHOE 1aBICHUE KHUCIIO-
poJla B aHAIM3UPYEMOM Ta3e, aTM.

B nononHenue k onpeneneHno 0CTaTOYHOTO COIepKaHus KUCIOPO/Ia B CIIy4ae Uc-
MOJIb30BAaHUSI BOJIbI B KAUECTBE OKUCIUTENSI MOXKET ObITh BBIMIOJHEH PACUET CONIEPIKAHUS
BOJIOPO/Ia KaK MapKepa CTEMEeHH MPOTEeKaHUs Ipoliecca oKucieHus. B nucnonszyeMmom me-
TOJI€ paCUET COJIEPKaHUS BOJOPOA OMMUPAETCS HA CIAEAYIONIUE BBIKIIAJIKU.

CymMa napuuanbHbIX 1aBICHUN KOMITIOHEHTOB OTXOSIINX I'a30B paBHa aTMocdep-

HOMY JaByieHHIo 1o ¢hopmyse (1.2):
p(Hy)+p(0,)+ p(Ar)+p(H,0) = 1 arm, (1.2)

rre p(H2) — mapumansHOe gaBiaeHue Bogoposaa, atMm.; p(02) — mapruaibHOE JaBICHUE KHUC-
nopoaa, atM.; p(Ar) — mapuuanbHOe AaBieHue aprosa, at™.; p(H20) —mapunansHoe naB-
JIEHUE BOJIbI, aTM.

[Ipu oKMCIEHUH HUTPUAHOTO TOIUIMBA C BIAKHBIMU CMECSIMU BBIJEISETCS BOJO-
PO/, OCTaTOYHOE KOJIMYECTBO KHCIOPOJla MaJI0 U €ro MapuualibHOE JaBjieHUuE Ha (PoHe
OCTaJIbHBIX Ta30B HE3HAUUTEIbHO, MOJYy4YaeM, YTO CyMMa OOBEMHBIX J10JIE 0CTaTOUHON
BOJIbl Y BBIJICIUBIIETOCS BOAOPOJa OMPENESIeHbl UCXOAHBIM OOBEMHBIM COJIEpKAHUEM

BozbI 110 (hopmyie (1.3):

p(Hy)+ p(H,0) = 1 — p(Ar) = o(H,0), (1.3)

rne p(Hz) — mapuuansHOe maBieHue Bojgopona, atM.; p(H2O) — mapumanbHOe naBieHue
BOIbI, aTM.; p(Ar) — mapruaibHOe JaBleHue aprona, at™M.; ¢(H>O) — oobemHoe conepixa-
HHE NapOB BOJbI B UCXOJTHOW CMECH Ta3a.

[Tpu BBICOKMX Temmeparypax B 00bEMe JaTdyuka MPOTEKaeT oOpaTmmasi peakiius
JUCCOIMAIIMK BOJIbI, B XO/I€ KOTOPOIl YacTh BOABI pacnajaeTcsi Ha BOJAOPO/ U KUCIOPOJ

o peaku# (1.4):
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1
H,0 2 Hy+50,. (1.4)

CooTHOIIIEHHE Ta30BbIX KOMIIOHEHTOB 3aBUCUT OT paBHOBeCHOfI KOHCTAHTBI pCaK-

nuu K, cBs3aHHOM ¢ TeMIiepaTypoil JaTdyrka no ypasHeHuto (1.5):

1« PH)vp(0,) (1.5)
p(H,0)

[Ipu 3TOM KOHEYHOE COOTHOILIEHHE 3aBUCUT OT MCXOJHOTO COOTHOIIEHHUS BOJBI U
BOjIopoia Ha Bxojie B naTuuk. [loacrasinss ypaBuenue (1.3) B ypaBHenue (1.5) u Beipaxas

o0beMHOe cozep:xkanue Bopopoaa p(Hz), monyuaem:

o(H,0)

Vp(O0,) H (1.6)

K

p(Hy)=

Bug cencopa akTUBHOCTH KUCJIOpPOJA C MIE€UYbI0 COMPOTUBICHUS U OJIOKOM YTMpaB-

JICHUS TIPEJCTABJIEH HA pUCYHKE 1.5.

Pucynok 1.5 — O0Ouuii Buj ceHcopa akTUBHOCTH KUCJIOPOJA B €YU CONPOTUBIIEHUS Ha
MOJICTABKE C OJIOKOM yITpaBJICHUS
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1.3.3 Pentrenoga3oBblii aHaIM3

®Da30BEIi COCTAB MTOPOIITKOB ITOCIIE IKCIIEPUMEHTOB OTIPEIEIISITH C TOMOIIBIO PEHT-
reHodazoBoro ananuza (PDA). Ilpomecc mpoOOMOATrOTOBKKM MPOBOAUIN B UHEPTHOM
Ookce ¢ KoHTposnpyeMon atMocdepoii aprona. [Topomok HUTpUAA WIK OKCHAA ypaHa
MOCJIC IKCIIEPUMEHTA TIEPETHPATN B araTOBOM CTYNKE W pa3MeEIIaid POBHBIM CJIOEM B
FEPMETUYHYIO KIOBETY, KOTOpasi COXpaHsjia HaJl 00pa3lioM HHEPTHYIO aTMocdepy (pucy-
HOK 1.6). [Tocie moaroToBku oOpasiia KIOBETY HAKPHIBATU KYIIOJIOM M JTOCTABJISUTH JIO
ammapara.

PacummpoBky MONMy4EeHHBIX PEHTICHOTPAMM MPOBOIUIN METOJOM ITOJTHOIPO-

¢unpHOrO aHamM3a PUTBeNbAa C UCTIONB30BAaHUEM KpUCTAIIOTpaduueckoi 0a3bl JaHHBIX

PDF-2 2019.

Pucynok 1.6 — I'epmernunas kroBeta 11 POA ¢ KpeMHUEBOUN NOAJIOKKON

1.3.4 MeToa BOCCTAHOBUTEJIBLHOIO IJIABJICHHUS

KoHTponb conepkanust KUCIOPO/ia U a30Ta B 00pa3iiax MpOU3BOIUIN C TOMOIIBIO
METOJIa BOCCTAHOBUTEIHHOTO TIJIaBJICHUS TPOOKI B TOTOKE ra3a-HOCUTENS (Teus).

Oo6pa3zen Maccoit 10—15 Mr nomeniany B HUKEJIEBYIO WU OJIOBSIHHYIO KaICyy, KO-
TOPYIO 3aTE€M B rpa)UTOBOM THUIJIE HarpeBaliv 10 BLICOKUX TeMIepaTyp. Breiaenstonuecs
IIPU 3TOM Ta3bl JETEKTUPOBAIN B MOTOKE Tenus. [Ipu BOCCTaHOBUTENHHOM IIJIABJICHUU
KHUCJIOPOJ TpoObI BIZIENAETCS B BUJie MOHOOKcH A yriieposa (CO), KOTOpHIi 3aTeM OKHC-
nsietcst B mpubope 1o aunokcuna yriepoaa (CO2) u onpeaensieTcs: ¢ MOMOIIbI0 HHGpa-
KpPacHOTO JAETEKTOpa. A30T AETEKTUPOBAIU B BUJIe N2 ¢ MOMOIIBIO JETEKTOpa MO TEIIOo-

MPOBOJAHOCTH.
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2. TEPMOINHAMHNYECKOE MOJAEJIMPOBAHHUE

2.1 IIporpammuslii kommieke HSC Chemistry

TepMoanmHaMHUUECKOE MOJEIUPOBAHUE BEHIECTBEHHBIX COCTABOB MHOTOKOMIIO-
HEHTHOU cuCTeMbl, uMuTUpYytoiei HutpuaHoe OT, ObLI0 BBIMOIHEHO C UCIOIb30Ba-
HueM nporpamMmmuoro komrmiekca HSC Chemistry 9.9 [12] B moayne «Equilibrium com-
positions» B OCHOBY KOTOPOI0 3aJI05K€H METOJ MUHUMU3AIMU CBOOOAHOM 3Hepruu [ ub-

oca (BeIpaxkenue 2.1):

f MNa
GK)" Z Z X;s <c + ln< )—i—ln(y )) > G(x)". @.1)
rae G(x) = (X) , f — o0mee uncio a3 CUCTEMBI; Na — YUCJIO KOMIIOHEHTOB B (paze

a; Cja — CTaHz[apTHLIﬁ TEPMOJUHAMHUYECKUN MOTEHIUAN j-TO KOMIIOHEHTA MPU 3aJJaHHOU

TeMmneparype; Xa — o0l1ee Yicio Mosiei pasbl @ B CUCTEME; Xj o/ Xa — MOJIbHAS 107151 3aBU-

CUMOTO j-KOMITOHEHTa B (a3e a; Yj,a — KOADPUIHUEHT aKTUBHOCTH j-KOMIIOHEHTA.
DKCTpEMYM HaxXOJMUTCS C YUETOM psifia OTpAaHUYEHUM, TAKUX KaK ypaBHEHHUE Oa-

JaHca Macc BeniecTna (ypaBHeHue 2.2):

£
Z 3 aXja = Dj, (2.2)

rjie [ — MHJIeKe daemenTa (0T 1 110 &, rie k — 9ucsio s1eMEeHTOB), ajj ,— YMCIIO AaTOMOB

aJieMeHTa i B BewecTBe j (a3bl a, b; — o0uiee Yuciio MoJeil He3aBUCUMOTO 3JIEMEHTA I B
cucreMe. A Takxe yCJIOBUN HOPMUPOBKHU (ypaBHEHHE 2.3):

Ng

ij,fxa, a=1,..f 2.3)
=1
[TapamMeTpsl paBHOBECHUS CHCTEMBI OIIPEIETAIOTCS pelIeHHeM MaTeMaTHUECKOH 3a-
Ja9dUu O HAXOXKJICHUU BKCTpeMYMa C yquOM OrpaHquHHﬁ, HpI/IBeI[eHHBIX BBIIIIC. I[Hf[ BbI-

YUCJICHUN HCMONB3yeTCs METOJ| MocieaoBaTenbHbIX npubnmxenuit Herotona. Ilpu
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CO3JIJaHUM AJITOPUTMA pacyeTa B JAaHHOM MPOTPAMMHOM KOMILIEKCE MPUHSITHI CIEIYIO-
Y€ IOMyIIEeHUsI MaTeMaTuyecko moaenu [13]:

— paccMaTpPUBAIOTCS 3aKPBIThIE TEPMOJUHAMUYECKHUE CUCTEMBI, B KOTOPBIX TPAHUIIBI
HETPOHUIIAEMBI JIJI 0OMEHA ¢ OKpY Kalollel cpeoi;

— CUMTAETCS, YTO UCCIIelyeMasi CUCTEMA SIBJISIETCA FTeTEPOTeHHOM, COCTOSIIEH U3 He-
CKOJIbKUX OJHOPOJHBIX yacTe (¢az), OTACICHHBIX TpaHUIlaMU pa3jieia, Mpy nepexoie
4yepe3 KOTOPhIE CBOMCTBA BEIIECTB CKAYKOOOPA3HO U3MEHSIOTCS;

— ra3oBas ¢aza ONMKUCHIBAETCS YPABHEHUEM COCTOSHUS UJICAIBHOTO Ta3a;

— MOBEPXHOCTHBIE 3P (DEKThl Ha rpaHulle paszjena pa3 He YUUTHIBAIOTCS, PACTBOPHU-
MOCTb I'a30B B KOHJICHCUPOBAHHBIX (pa3zax OTCYTCTBYET;

— KOHJICHCUPOBaHHBIE (Da3bl OMUCHIBAIOTCS B MPUOIMKEHUU B3aMMHO HEPACTBOPHU-
MBIX YHUCTBIX UHIUBUYATbHBIX BEIIECTB (KOMIOHEHTHI HE 00Pa3yIOT TBEPIbIX WU KU1~
KX pactBopoB. KoadpuimeHTsl akTUBHOCTU MO YMOJTYAHUIO MPUHUMAIOTCS PABHBIMU
eaunute (y;= 1), ogHaKO MOTYT ObITh U3MEHEHBI HA YCMOTPEHHUE MOJIb30BaTENS.

Bonee nonpodbHOE MaTeMaTHUYECKOE OMMCAHKUE UCIIOIb3YEMOTr0 aIrOpUTMa MUHUMHU-

3aI[uu MOTEHIIMala MPUBEICHO B QyHAaMEHTaNbHBIX paboTax [14-18].

2.2 OIIeHKa HCIO0CTAIOIIUX TCPMOINHAMHUYICCKUX JaHHbIX U UX CaMOCOTJIa-
COBAHHOCTH

[Iporpammusiii komiiekc HSC Chemistry 9.9 o6nagaet oOmupHON BCTPOSHHOU
0a30i TepMOJUHAMUYECKUX CBOWCTB BEIIECTB, HaCUUTHIBaroIeH 28569 mozunmii. Og-
HakKo, B 0a3e OTCYTCTBYIOT JJaHHbBIE 110 HEKOTOPHIM BaXKHBIM JJIsl HAIIIETO pacyeTa Coeau-
HeHusiM. K uX 4ucity OTHOCSITCS. MOHOHUTPHIBI MUHOPHBIX aKTUHHUIOB U PEIKO3EMEIIb-
HBIX JIEMEHTOB, @ UMEHHO HUTpU bl amepuiius (AmN), kropust (CmN), mpomeTust (PmN)
u quctposus (DyN).

Ha ocHOoBaHum nureparypHbIX AaHHBIX [19-22] M ¢ UCHONB30BaHHEM MOIYJIS
oneHkr HSC Estimates Obuta BBINOJIHEHA OLIEHKA HEIOCTAIOIIUX TEPMOJIUHAMUYECKUX
(GyHKIUN (CTaHAAPTHOU HTANBIIKUUA 00pPA30BaHUS, YIHTPOIHUH U TEIJIOEMKOCTH) I MO-

HOHUTPUJOB AaMEPHULMS, KIOpHUS, TMPOMETUA U Auchpo3us. [lnd noaTBepIeHus
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CaMOCOTJIACOBAaHHOCTH BCETO Psijia OIEHEHHBIX 3HAUEHUM OBLIIN MOCTPOCHBI rpaduku 3a-
BUCUMOCTEMN ATUX BEJTUYUH JAHTAHUJIOB U aKTUHUJIOB OT 0OpAaTHOTO MOHHOTO pajinyca.
CoOBMECTHBIN aHAIN3 PACUETHBIX U JIUTEPATYPHBIX IAHHBIX TTO3BOJIUJI C/I€NIaTh BbI-
BO/JI 0 HEOOXOAMMOCTH OTOPaKOBKU AaHHBIX T. OraBbl O SHTAIBIIMYU 00pa30BaHUS U JIaH-
Hbix . Bukcmana no sutponuu [20, 23]. B pe3ynbraTte npoBeAEHHOW MHTEPIOJIAIUN
OBLIM TIOJIYYEHBI OLIEHKU CTaHAAPTHOM SHTANBIINKU 00pa30BaHUsl, SHTPOITUHU U U300apHOU
terumoemkocTd AmN, CmN, PmN, TbN, npusenennsie B Tabmuie 2.1. IlorpemHocTts

TEPMOJUHAMUYECKUX BEIMYUH cocTaBisieT £ 15 kJIxk.

380 |- AH’ =-20,733 +31,978/r =« 1
“R2=0,9995 /;N .
360 1 -
340 .
4 320 .
=
s
E 300 .
q 3
%280 -
<|1 260 L * [19] Binnewi1es, 2002
I [22] Bosrap A.C. 1980
240 |- | OIIeHKa .
I = [19] Binnewies, 2002 ]
220 = [2]1] OECD, 2020 -
[ La>" Ce** P NE Pm* Sm* Eu’'Gd** Tb* Dy’ "Ho*'Er’* Tm®* Y Lut l
200 : : : -
9,5 10,0 10,5 11,0 11,5 12,0 12,5

1/, am’!

Pucynok 2.1 — 3aBUCHMOCTb CTaHAAPTHOM SHTAIBINU 00pa30BaHUSI MOHOHUTPHUIOB aK-
TUHHJIOB U JIAHTAHUOB OT OOPaTHOTO MOHHOTO pajuyca KaTHOHOB

ToT (haxT, yTO AAHHBIE 10 €BPOIUIO CUIIBHO OTKJIOHSIIOTCS OT 00111€M 3aBUCUMOCTH,
HE SBIAETCS OMIMOKONU. AHOMaIbHOE MOBEJACHUE XapaKTEPHO AJisl OOJIBIIIMHCTBA COEIH-
HeHuit eBponust [24-27]. OHO 00yCIOBIEHO MOBBIIIEHHOW CTa0UIBHOCTBIO €T0 JIBYyXBa-
JIEHTHOTO COCTOSIHUS, TI0 CPABHEHUIO C TUMUYHOM NJis1 OOJBIIMHCTBA JIAHTAHUOB Ba-

JeHTHOCThIO +3. OTKJIOHEHHE 3HAYEHUN JUIsl JIIOTEHs OT OOLIel 3aBUCUMOCTH yKa3bl-

BacT HAa BEPOATHYIO HCHAACKHOCTD JIMTCPATYPHBIX JJaHHbIX.
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Pucynok 2.2 — 3aBUCMMOCTb OJIHOM SHTPONIUA MOHOHUTPHUJIOB AKTUHU/IOB U JIAHTAHHU-
J0B OT 00paTHOTO MOHHOT'O paJnyca KaTUOHOB
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Pucynok 2.3 — TemnepaTtypHasi 3aBUCUMOCTb TEINIOEMKOCTH MOHOHUTPHUJIOB AKTUHHU]IOB
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Ha ocHOBaHMM NpPOBEIEHHOIO CpPAaBHEHHMS HaMU ObUIM BBIOPAHBl 3HAYEHUS
TEPMOJIMHAMHYECKUX MMOTEHIMAJIOB, KOTOpbIe ObLIM BHECEHBI B 0a3y gaHHbIX [IK HSC
Chemistry. OueHeHHble 3HaY€HUs TEPMOJAMHAMUYECKUX BEIMYHMH IMPEJCTABICHbI B

tabmaune 2.1.

Ta6numna 2.1 — O1ieHeHHbIE 3HaUYE€HHS TEPMOJIMHAMUYECKUX BETUYUH, KOTOPbIE ObLIU HC-
MOJIb30BaHbBI B JATBHEUIINX pacyeTax

DHTanpNsg 00pa3oBa-

Coenu- CrangaptHas sHTponusa TermnoéMkocTs Cp npu
wemme AHnpu 298,15 K, S?, ;[)n(/(MOJIL-}I){) 298,15 K, I[)K/(M(fmyli()
kJI>k/MOJIBb
AmN —306,06 66,23 47,09
CmN —309,38 67,78 48,91
PmN —306,30 74,67 47,67
DyN —333,00 80,00 51,40

Takoke B 0a3y JaHHBIX ObUIM BHECEHBI HEJOCTAIOIIME TEPMOIMHAMUYECKUE MTOTECH-
[[AaJIbl UHTEPMETAINIMYECKUX COeNMHEHUN ypaHa ¢ OnmaropogubiMu Metaiuiamu (UPds,
URu3, URh3), koTopble ObUTM 3aUMCTBOBaHbI U3 paOOThl [28]. 3HaueHHs] CTaHIAPTHBIX
AHTAJBINUN 00pa30BaHUs U A0OCOIIOTHBIX SHTPOMUN UHTEPMETAIUIU]IOB PEIKO3EMETbHBIX
MetainoB (CePds, NdPd3) npunsitel mo ganueim padotsl [29, 30]. BBugy oTcyTcTBUS B
JUTEpaType SKCIEPUMEHTAIIbHBIX JaHHBIX, TEMIIEPATypPHbIE 3aBUCUMOCTH TEILIOEMKO-
CTH JUIsl yKa3aHHBIX HHTepMeTauina0B P3M ObUIN OLIEHEHBI CAMOCTOSITENIHHO C UCIIOJIb-

30BaHHEM agauTUBHOTO MeToa Heitmana—Kormma.

2.3 Pe3yuabTarbl MOACJIUPOBAHUS

Pe3ynpratoM TepMOIMHAMHYECKOTO pacuera B mporpamMmHoM komruiekce HSC
Chemistry 9.9 sBnsieTcs BeleCTBEHHBIN COCTAB CUCTEMBI NP 3aJaHHON TeMrepaType u
¢dukcuposannom papnenun (10° I1a). B kauecTBe MCXOQHBIX JAHHBIX MOTYT BBICTYIIATh
KOJIMYECTBA BEIIECTBA, MACCHI WJIK 00BEMBI 3JIEMEHTOB UJIM BEILIECTB UMEIOIINXCS B 0a3e
JAHHBIX MPOrpaMMbl WU J0OaBJIEHHBIX B He€ mosib3oBareneM. [Ipu BeImoiHEHUU pac-

4€Ta BAXXHO paCIIpCacCIUTb BCIICCTBA I10 (1)21321M.
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2.3.1 DjeMeHTHBIIH COCTaB MHOTOKOMIIOHCHTHOM
HMHUTHPYHIOLIEH HUTPUIHOE 00JIy4YeHHOE S/IePHOE TOILIUBO

CHCTEMBI,

Jnst bopMupoBaHUSI KUCXOJHOTO 3JEMEHTHOTO COCTaBa CUCTEMbl, UMUTHPYIOIIEH
HutpugHoe OAT ObLIH UCTIONIB30BAHBI JAHHBIE IO U30TOMTHOMY COCTaBY TOIIMBA U3 1I€H-
TpansHoM 30HKI peakTopa BPECT-O/1-300 ¢ Beiropanuem 75 I'Bt-cyt/T (~10% Ts%. at.),
npuBeneHHbie padote [10]. Yka3aHHBIN B UICTOUHUKE M30TOIMHBIA COCTAB OOJYUYEHHOTO
TorIuBa ObUT paccuntad apropamu [31] mo kogy MCU-BR ¢ MmogenupoBanueM Kamma-
HHUH PEAKTOPA B PEKUME €KETOHBIX YACTUYHBIX ITeperpy30K. Ha 0CHOBE 3THX UCXOIHBIX
JNaHHbIX ¢ moMoibio nporpaMmmbl ORIGEN 2 [32] aBTOpbl CMOAETUPOBAIA COCTAB HUT-
punHoro OAT nocne peakTOpHON KaMIaHUM U OJTHOTO TOJa BBIIEPKKHA BO BHEPEAKTOP-
HOM XPAaHWIUIIE, KOTOPBIM MBI HCIOJIB30BaNN I pacyeToB. [I0CKOIbKY XUMUYECKUE
CBOMCTBA W30TONOB UJACHTUYHBI, MACCY KaXKJIOrO JIEMEHTA HaXOAWUIN CYMMHUPOBAHUEM
Macc BCeX ero M30TomoB. B Tabnuie 2.2 mpeacTaBlieHbl MAaCCOBBIE JOJIM XUMUYECKHUX

QJICMCHTOB U BKJIad NX aKTUBHOCTH B O6IHYIO AKTHUBHOCTB TCHHOBBII[GJIHIOI]_Ieﬁ C60pKI/I.

Tabnuna 2.2 — DneMEHTHBIM COCTaB MHOTOKOMIIOHEHTHON CHUCTEMbI, UMUTUPYIOLIEH
nutpugnoe OSAT uentpansHoit 30HBI peaktopa BPECT-OJI-300 (Bbiropanme 75
I'Bt-cyt/T, ~10% Ts0k. aT.) mociie 1 roga BBIAEPKKU, pACCUUTAHHBIM HA OCHOBE U30TOII-
HBIX JaHHBIX [10]

Ne MaccoBas Biian B ak- Ne MaccoBas Biian B ak-
DJ1eMeHT o TUBHOCTbH OneMeHT o TUBHOCTbH

I.II nois, % OTBC, % I.II nois, % OTBC, %
1 U 7,37 - 10! 4,11 -10* 33 | Cm 1,46 - 107 8,24 - 10"
2 Pu 1,32 - 10! 16,97 34 | Sb 1,08 - 107 1,14

3 N 5,52 — 35 | Se 8,22 - 1073 2,93 - 10
4 Xe 9,60 - 10! <1010 36 | In 4231073 4,16 - 108
5 Cs 7,97 - 10! 10,94 37 | Br 2,64 - 1073 -

6 Nd 7,46 - 107! <1010 38 | Tb 1,54 - 1073 1,85-10*
7 Mo 6,65 - 10! <1010 39 | Dy 1,40 - 1073 <1010

8 Ru 6,29 - 10! 13,73 40 | Ge 2,23 -10* <1010

9 Zr 5,54 - 10! 5,20 - 102 41 | He 1,77 - 10 -

10 | Pd 5,06 - 107! 1,72 - 10 42 | As 6,83 - 107 —

11 | Ce 4,52 - 10! 8,29 43 | Er 4,71 - 107 <1010

12 | Ba 3,20 - 107! 7,46 44 | Ho 345107 3,21 - 107
13 |La 2,47 - 10! 4,73 - 107 45 | *H 1,33 - 107 4,86 - 1072
14 | Pr 2,33 - 10! 8,38 10" 46 | Nb 8,55 - 10 1,14 - 10!
15 | Sm 2,15 - 10! 2,51 - 10! 47 | Tm 8,19 - 108 1,48 - 107
16 | Rh 1,95 - 10! 13,73 48 | Li 8,04 - 10 -

17 | Am 1,75 - 10! 1,81 - 10! 49 | Be 321-10% <1010

18 | Tc 1,66 - 10! 1,07 - 1073 50 | Th 2,90 - 10®% [9,89-10°
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[Iponomxenue Tabmaub 2.2

Ne MaccoBas Brnan B ax- Ne MaccoBast Brnan B ax-
DJ1eMeHT R TUBHOCTH OneMeHT R TUBHOCTbH

.11 nois, % OTBC, % .11 nois, % OTBC, %

19 | Te 1,35 - 10! 3,04 - 10! 51 | Yb 7,23 - 107 <1010

20 | Sr 9,76 - 1072 2,93 52 | Ga 1,42 -10° | -

21 |1 7,52 - 102 3,67 - 106 53 | Pa 1,09 -10° |1,68-107

22 1Y 5,30 - 102 2,94 54 | Pb 4,77 - 10°1° | 4,01 - 107

23 | Kr 5,14 - 102 4,14 - 10! 55 | Zn 8,46 - 10°11 | —

24 | Ag 4,99 - 1072 1,92 - 1072 56 | Ra 6,85 1012 | 4,01 - 107

25 | Rb 4,50 - 1072 1,41 - 107 57 | Bi 7,35 104 | 4,01 - 107

26 | Cd 4,14 - 102 1,03 - 1072 58 | Ac 3,32 - 101 <1010

27 | Sn 3,54 - 107 9,86 - 107 59 | Tl 1,29 - 10 | 1,44 - 107

28 | Pm 2,84 - 1072 9,95 60 | Rn 1,15-105 | 4,01 -107

29 | 4C 2,82 -107 4,75 - 1072 61 | Cf 2,47 - 1077 <1010

30 | Np 2,76 - 1072 4,80 - 103 62 | Bk 1,65 - 10717 <1010

31 | Eu 2,53 - 1072 1,26 63 | At 1,89 - 102 <1010

32 | Gd 2,39 - 107 3,34 - 10* Cymma 100,00% 100,00%

DJIEMEHTHBIN COCTAaB CHCTEMBI, UMUTHpYroHed HuTpuaHoe OAT comepxur 63
sanemenTa. CymMapHas MaccoBasl J0Js1 MPOAYKTOB JIEJICHUS OT MBIIIbsIKa /10 acrara (B
tabnune 2.1) ue npesbimaer 10 mac.%. CyMMapHas aKTHBHOCTb SJIEMEHTOB B CTPOKaX
¢ 42 o 63 Tabmuupl 2.1 (3a UCKIIOYEHUEM TPUTHS) He IpeBbimact 2,9-107° % ot o6miei
aKTHBHOCTH COOpKH, a uX oblee coaep:kanue coctapiuser menee 1,5-10* mac. %. Beuny
HU3KOW aKTUBHOCTU M HE3HAUUTEIBHOTO COJIEPIKAHUS 3TU DJIEMEHTHI (32 UCKIIIOYEHUEM
TPUTHS) HE OBUIN BKIIFOYEHBI B pacueT TEPMOJIUHAMUYECKONU CUCTEMBI. BricoKas yeib-
Hasi aKTUBHOCTH TpuTus (3,57-10'* BK/T) TpeOyeT ero 06sA3aTea5HOrO YIaBIMBaHUS.

B tepmonunamuueckux pacuerax sl MojaenupoBanus nosenenus tputus (T) u
yraepona-14 (**C) ucnons3zosanu ceoiictea Bogopoza (H) u yriepoaa (C) mpupogHoro

HU30TOITHOT'O COCTaBa.

2.3.2 Bel[leCTBeHHLIﬁ COCTAB MHOTOKOMIIOHEHTHOM CUCTEMbI, HMUTH-
pylolueﬁ HUTPHUIHOC oﬁnyqeﬂnoe AAECPHOE TOILINBO

Jns onpeneneHrs BEMIECTBEHHOIO COCTaBa CUCTEMbI, UMUTUPYIOIIEH HUTPUIHOE
00JIy4eHHOE SIZICPHOE TOIUIMBO OBLIO MPOBEIEHO TEPMOJAMHAMUYECKOE MOJICTUPOBAHUE
B iporpaMMHoM koMmiuiekce HSC Chemistry 9.9. B kauecTBe UCXOAHBIX JTaHHBIX B pac-

YCTHYHO CXCMY ObLIH BBCACHLBI 3JICMCHTBI C MAaCCOBBIMH IOJISIMHU, COOTBCTCTBYIOIIUMU
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AJIEMEHTHOMY COCTaBy U3 TaOnuubl 2.1. Pacuer ObUT BBIMOJHEH ISl U30TEPMUUYECKUX
ycaoBuit ipu temneparypax 800, 900 u 1000 °C. Takue TeMnepatypsl ObUIH BHIOpaHBI
Ha OCHOBAaHMM OLIEHOK TEMIIEPAaTypHBIX PEKUMOB pabOThl peakTopa (HaXOIAIIUXCS B
nuanazone 700—1300 °C B 3aBUCUMOCTH OT MOJCIION) U C YUETOM IKCIEPUMEHTATBHBIX
JTaHHBIX 0 KO3 unrenTax audp@dy3uu MEeMEeHTOB B HUTPUAHOM ToruiuBe [33-34].

[Ipu BBIMOJIHEHUU TEPBUYHOTO pacueTa BCE BO3MOKHBIE 00pa3yIOIIHECs COeITUHE-
HUs OBUTH pacmpeaesieHbl 1Mo ¢a3aM (HUTPUIHOM, OKCHIHOM, METAUTHIECKOM, HOIUTHOM,
OpoMuIHOMU, ceneHuIHON). KOMIIOHEHTHI BHYTPU KaXXaA0U (pa3bl paccMaTpUBAIOTCA Kak
oOpa3yrolue uealibHbIi pacTBOP, TEPMOJIMHAMUYECKOE PABHOBECHE B KOTOPOM PACCUH-
TBIBAETCS C YYETOM BKJIa/Ia KOH(MDUTYPAITMOHHON SHTPONUU CMEIICHUS MPU JOMYIICHUH,
9TO0 KO3((OUIIMEHTH AKTUBHOCTH BCEX KOMIIOHEHTOB paBHBI eMHHUIIE. Pe3ynbTarhl Mo-
nenupoBanus npu 900 °C mpencrasieHsl B Tabnuie 2.3. BerecTBeHHbIE COCTaBBI MPU
800 u 1000 °C nmpuBenens! B npwinoxkeHuu b. Bo Bcex cityuadax pacuer npousBe/ieH Ha |

TOHHY CMecH, nMUTUpYronier HutpugHoe OAT.

Tabnuma 2.3 — PacueTHbIN BElIECTBEHHBI COCTAB CUCTEMbI, UMUTUPYIOIIEH HUTPUIHOE
OST uentpanbuoii 30861 PY BPECT-O/I-300 (Beiropanue 75 I'Bt-cyT/T) mocne 1 rona
BBIJIEP’KKHA BO BHEPEAKTOPHOM XpaHumuiie npu temmnepatype 900 °C (cocTaBbl IpH TeM-
nepatypax 800 u 1000 °C npuBesieHbI B TPUIOKEHUH b)

OnemMenr / MaccoBas Conepxa- OnemeHr / MaccoBas Conepoxa-
Ne R HHE, Ne HHE,

COeIMHEHHE nois, % COE€MHEHHE nois, %

KI/T KI/T

1 | (UpsPug2)N 4,52 - 10! 4,52 - 10> | 53 | Baly () 1,02 - 102 | 1,02 - 10!
2 | UN 3,58 - 10! 3,58 - 10> | 54 | Rb (x) 1,02 - 102 | 1,02 - 10!
3 | UoN3 5,92 5,92 -10" | 55 | EuSe 1,01 - 102 | 1,01 10!
4 | PuN 4,71 4,71 - 10" | 56 | Csz (1) 7,45 103 | 7,45 107
5 | Xe(r) 9,60 - 10! 9,60 57 | BaTe 5,56 - 1023 | 5,56 - 107
6 | ZrN 6,39 - 10! 6,39 58 | NdPd 5,04 - 103 | 5,04 - 1072
7 | NdN 6,09 - 10! 6,09 59 | In 423-10° | 4,23 -107
8 | NdPd; 5,64 - 10! 5,64 60 | Rbl 3,87 -107 | 3,87 - 1072
9 | URus 5,08 - 107! 5,08 61 | RbI (k) 3,87 -10° | 3,87 - 107
10 | Cs (1) 4,58 - 107! 4,58 62 | BaBn 2,21 -103 | 2,21 - 107
11 | Mo 4,55 - 10! 4,55 63 | PrSb 1,99 - 1073 | 1,99 - 102
12 | CeN 4,52 - 10! 4,52 64 | Cs2Br (1) 1,83 -103 | 1,83 - 107
13 | Ru 3,44 - 10! 3,44 65 | Rbl (1) 1,75 -103 | 1,75 - 102
14 | LaN 2,59 - 10! 2,59 66 | TbN 1,67 - 103 | 1,67 - 102
15 | PrN 2,54 - 107! 2,54 67 | DyN 1,52 -103 | 1,52 - 107
16 | URh; 2,49 - 10! 2,49 68 | CsBr 1,25-103 | 1,25 - 107
17 | SmN 2,25 - 10! 2,25 69 | CsRb (1) 1,12-103 | 1,12 - 107
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[Iponomxenue Tabnuubl 2.3

Dnemenr / Maccoas | COREPXE- DieMeHT / Maccoas | COREPXE-

Ne COCIMHCHHC nomst, % HHC, Ne COCIMHCHHEC nomst, % HHC,

’ KI/T ’ KI/T
18 | UN> 2,02 10" | 2,02 70 | BaH» 5,33 -10% | 5,33-107
19 | CsoTe 1,89 - 10! | 1,89 71 | RbBr (1) 528 -10% | 5,28 - 107
20 | AmN 1,85-10" | 1,85 72 | UC 4,79 - 10* | 4,79 - 1073
21 | Tc 1,66 - 107" | 1,66 73 | MooN 4,13 -10% | 4,13 -107
22 | Ba (k) 1,60 - 10! | 1,60 74 | BaH» (k) 3,20 -10% | 320107
23 | Cs (k) 1,35-10" | 1,35 75 | PrSe 2,72 -10% | 2,72 - 1073
24 | CePds 1,35-10" | 1,35 76 | EuN 2,69 - 10% | 2,69 - 1073
25 | CsI (k) 1,18 - 10" | 1,18 77 | C 2,64 -10% | 2,64 107
26 | BaxSn 1,17 - 10" | 1,17 78 | BasN» 227104 | 2,27 -1073
27 | M02Co.4No.s 1,16 - 10! | 1,16 79 | He (1) 1,77 - 10* | 1,77 - 103
28 | Mo.C 9,53-102 | 953-10" | 80 | Sr(r) 1,70 - 10* | 1,70 - 1073
29 | SrTe 928-102 | 928 10" | 81 | Ba(r) 1,65-10% | 1,65-10°
30 | BaC, 8,10-102 | 810-10" | 82 | CePd 1,42 -10% | 1,42 -10°
32 | Rh 541-102 | 541-10" | 84 | Ge (x) 1,05-10% | 1,05-10°
33 | Kr (1) 5,14 -102 | 514 -10" | 85 | Srlx (k) 8,37 -10° | 837-10*
34 | Ag 499102 | 499 -10" | 86 | RbBr 5,82-10° | 582-10*
35 | EuTe 339102 | 339 10" | 87 | SrsN» 5,51-10° | 551-10*
36 | PmN 3,11 -102 | 3,11 -10" | 88 | CsH 5,31-10° | 531-10*
37 | Rb () 3,02-102 | 3,02-10" | 89 | Rb: (1) 476 - 10° | 4,76 - 10
38 | Cd (r) 295102 | 295-10" | 90 | LaSe 3,36 - 10° | 336 10*
39 | NpN 292-102 | 292-10" | 91 | USb 2,63-10° | 2,63 -10*
40 | GAN 2,60 - 102 | 2,60 10" | 92 | StBr, 2,53-10° | 2,53 -10*
41 | Sr 226102 | 226-10" | 93 | SrH; 2,34 -10° | 2.34-10*
42 | Sr (k) 226102 | 226-10" | 94 | UC, 7,62 -10° | 762107
43 | LaSb 2,10-102 | 2,10- 10" | 95 | RbH 3,10-10° | 3,10 - 107
44 | SrC, 1,83-102 | 1,83-10" | 96 | AgCd 2,74 - 10° | 2,74 - 107
45 | UPd; 1,67 -102% | 1,67 10" | 97 | NdSe 2,62-10° | 262107
46 | CmN 1,54 - 102 | 1,54 - 10" | 98 | PuSb 1,54 - 10° | 1,54 107
47 | NdC, 1,51-102 | 1,51 - 10" | 99 | Mooa3Teos7 1,42 -10° | 142107
48 | SmSe 1,35-102% | 1,35 10" | 100 | PuCos4 1,40 - 10° | 1,40 - 107
49 | MoC 1,27 -102% | 1,27 -10" | 101 | USe 1,23 -10° | 1,23 107
50 | Pd 1,20 - 102 | 1,20 - 107" | 102 | PuCoss 1,10-10° | 1,10 107
51 | Cd (k) 1,18-102 | 1,18 10" | 103 | Sb 1,08 -10° | 1,08 107

52 | Csala (1) 1,04 - 102 | 1,04 - 10" Cymma ~100 ~1000

PacueTHbIll paBHOBECHBIN COCTaB MHOTOKOMIIOHEHTHON CUCTEMbI, UMHUTHUPYIOLLEH
HurpuaHoe OAT coxmepxut 103 XUMUYECKUX COCAMHEHUS W WHIWBUIYAIbHBIX 3JIE-
MEHTa, CYMMApHOE COJIEP/KaAHUE KOTOPBIX COCTABIISIET HE MeHee 999,999 kr B pacuere Ha
1 Torny OST. OcranbHble TPOIYKTHI IETICHUS] HE MPUBOASITCS B TaOJIUIE BBUY UX He-

3HAYUTENBHBIX KOHIIEHTpaIui (MX cyMMapHas Mmacca coctanisier menee 0,687 r/t OAT).
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OCHOBHBIMHM COEJUHEHUSIMU SIBJIAIOTCS CMEIIAHHBIA HUTPHUJ ypaHa U ILUTyTOHUS
(Uo.sPuo2)N, Mononutpuasl ypasa UN u miytonuss PuN u nosyTopHbId HUTPUJ ypaHa
UxN3. Ocranbibie aktuHAIBI HaxoasaTes B Buae HUTpu10oB PuN, AmN, CmN u NpN. Ilo-
MHUMO HUTPUJIOB YpaH MPUCYTCTBYET B TOIUIMBE B BHUJIE CIJIaBa C 0JIaropoJHbIMU MeTaJ-
namu (UPds3, URh3, URus3), cypsmoit (USb), cenenom (USe) u kapouna UC.

JlanTanuapl B OCHOBHOM IpUCYTCTBYIOT B Bujie HUTpua0B: NdN, CeN, LaN, PrN,
SmN, PmN, GdN, TbN, DyN, EuN. Takxe BcTpeuaroTcsi COeJUHEHUS €BPOMUSI C TEILTY-
poMm EuTe, ¢ cenenom EuSe u camapus ¢ cenenom SmSe.

brnaropoanbsie MeTamibl 00pa3yroT ciasbl ¢ ypaHom URus, UPds u URhs, ¢ pen-
kumu 3emisiMu CePds, NdPds, HO Takke mpHUCYTCTBYIOT B BHJI€ MHIMBHYalIbHBIX BE-
mectB: Ag, Ru, Rh u Pd.

[lenouHbIe METAITBI TAKKE KAaK 113U U pyOuinii 00pa3yroT COeAMHEHUS C HOJI0M
Csl, Rbl u B menbiiieit crenenu ¢ 6pomom CsBr u RbBr.

[Tepexomnble METAIUIBI YACTUYHO HAXOAATCA B BuAE HUTPUIOB ZrN, YN, Mo2N,
NbN u kapouno Mo>C, MoC, Mo3Cz, NbC, u ZrC. B Buie UHIUBUAYAJIbHBIX BEIIECTB
octatorest Tc u Cd.

Pacder BeniecTBEHHOTO cOCTaBa MO3BOJIUI OMPEACIUTH TEPMOANHAMUYECKYIO Be-
POSITHOCTh 00pa30BaHUs MHAUBHUIYAJIbHBIX XUMUYECKUX COCTUHEHHUI B yCIOBUSIX PaB-
HoBecHsi. OJTHaKO MHOTHE KOMIIOHEHThI CTIOCOOHBI 00pa30BaTh U 00pa3yroT TBEP/IbIE pac-
TBOPBI C COOTBETCTBYIOIIUM MOHM)XEHUEM UX KOA(PPUIIMEHTOB aKTUBHOCTU. B CBsI3M C
ATUM OBUI TPOBEJEH KPUCTATIIOXUMUYECKUM aHAIIU3 C UCTIOIb30BAHUEM MOTyIMITUpUYE-
CKHX KpuTepueB beHenukTa, pe3yJlbTaThl KOTOPOTO M3JI0KEHBI B CIEAYIOLIEM MOJIpa3-

ACIIC.

2.3.3 da30Bblii COCTAB MHOTOKOMIIOHEHTHOI CHCTeMbl, HMUTHPYIOLIEH
HUTPUIHOE 00.,Iy4eHHOe siiepHOe TOIJINBO

OCHOBHOW COCTaBJISIIOLIEN CHUCTEMBI, UMUATUpPYIoIEer HuTpuaHoe OAT sBisercs
¢daza Ha ocHoBe MOHOHHUTpHUAA ypaHa-TyToHus (UosPuo2)N. JlaHHOE coeqmHeHne Kpu-
cTajun3yercs B rpaHeneHTpupoBanHor kyomdeckou (I'LIK) pemietke cTpykTypHOrO

tuna NaCl (mpoctpaHcTBeHHas rpynmna Fm3m) ¢ mapameTpoM pemeTky a = 0,48906 +
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0,00022 um [35]. ITpoayKThI AeNeHUS HAXOIATCS B PA3JIMYHBIX COCTUHEHUSX, KOTOPHIE
MOT'YT 00pa30BbIBAThH TBEP/ABIA PACTBOP C MATpUIIEH OCHOBHOTO Marepuaina. Ouenka da-
30BOTO COCTOSIHHSI T€TE€POTr€HHON CUCTEMBI U IPEAETIOB B3aUMHON PACTBOPUMOCTH KOM-
MMOHEHTOB MPOBOAUJIACH HA OCHOBE KJIACCHUYECKUX MpaBuil benenukra [36].

CornacHo nepBomy NMpaBuily, METAII Me HE pacTBOPUM WJIUA MPOSIBIISIET OTPaHU-
yeHHy10 pactBopumocth B Marpuiie (U, Pu)X (rae X =N, C) ecnu coenunenne MeX He
CYIIECTBYET B TEPMOJUHAMHYECKUA CTAOUJIBHOM COCTOSIHMM JIMOO KPUCTAILIU3YETCS B
HMHOM CTpyKTypHOM THIIE, OTIindHOM OT ['TIK-cTpyktypsr U(Pu)X.

CornacHo BTOpOMY MpaBWIy, HEOTpaHUUECHHas HU30MOp¢Has pacTBOPUMOCTH B
TBEPAOM COCTOSIHUH PEATU3YETCS B U30CTPYKTYPHBIX CUCTEMAX B TOM CIIy4dae, €Cln OT-
HOCHUTEJIbHAS Pa3HUIIA MMAPAMETPOB AJIEMEHTAPHBIX SUEEK PACTBOPUTENS U PACTBOpsE-
MOr0 KOMIIOHEHTA HE MPEBBIIIAECT KPUTUUECKUX 3HAUEHUU. {15 cucTeEM HAa OCHOBE MO-
HOHHUTPHUJOB aKTUHHJOB YCTAHOBJICHO 3MIIUPUYECKOE MpaBUIIO: coenuHeHne MeN co
ctpyktypoii tuna NaCl oOpa3zyetr HenpepbIBHBIN psii TBepabix pactBopoB ¢ (U, Pu)N
€CJIM OTHOCUTEJIbHAS BeIMYMHA Pa3MEPHOI0 HECOOTBETCTBHUS (0) HAXOUTCS B IMANIa30HE

ot —7,5 % no +8,5 % oT mapameTrpa MaTpullbl-pacTBOpUTEINS (YypaBHEHUE 2.4):

. AMeN — aManI/IHBI

) -100 %. (2.4)

aM aTpulbL

Taxum 0Opa3oM, B KaueCTBE PU3UKO-XUMUUIECKOTO TOMYIICHUS TPUHUMAETCS, YTO
HernpepbiBHas pacTBopuMocTh HUTpuAoB [1]] B matpume (UosPuo2)N Bo3mokHa st
M30CTPYKTYPHBIX COSTUHEHUH, TTapaMeTPhl PEIIETKH KOTOPHIX JIEKAT B CTPOTOM HHTEP-
Base ot 0,45238 um 10 0,53063 M (ot 4,524 A 110 5,306 A).

Ha pucyHke 2.4 nmyHKTUpPHOM JIMHUEW HAHECEHA BEJIMYMHA IMMapaMeTpa pPELICTKH
cmemianHoro Hutpuaa ypana u mryToHus (UosPuo2)N, a nuHusMH 0003HaUY€Ha 30Ha,
BHYTPH KOTOPOU JTOCTUTAETCS TMOJTHASI PAaCTBOPUMOCTh COCIMHEHUM, TIOTIABIINX B HEE B
(Uo.sPuo2)N.

Crnenys npaBuinam berenukra tBepabiit pactBop ¢ (UosPuo2)N o6pa3yroT (B mo-

psanke ymensinenus cogepxkanus B OSAT): UN, PuN, NdN, CeN, LaN, PrN, SmN, AmN,
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PmN, GdN, NpN, CmN, TbN, DyN, EuN. Hutpuasi nepexonnsix metamion: ZrN, NbN,
YN.

55
5.4
53 .
5.2 NdN PrN
J ° [ ]
5.1
5.0

30Ha orpaHHYeHHOI PACTBOPUMOCTH

PMN
SmN

CgN ° A.mN GdN CI:IN Eul\l
| .NpN leN
4.9"—'—! ___________ ® —— —- _— - - - -
43 ] (Uy gPuy )N DyN
4.7 i
4.6
4.5 - ZrN NbN
4.4 °
4.3

I[Tapamerp pemeTku a, A

30Ha HEOrpaHHYCHHOI PACTBOPHMOCTH

30Ha OrpaHHYeHHOIi PACTBOPHMOCTH

Bonbiie Conepixanue B OSAT Menbuie

Pucynoxk 2.4 — Kopuaop pacTBOPUMOCTHU MPOAYKTOB JEIEHUS ¢ KyOUueckoit
crpyktypoit B (UosPuo2)N

Briciine HUTpuabl ypaHa oOpa3yroT OTACIbHBIN HEMPEPBIBHBIN s/l TBEPABIX pac-
tBOpoB [7] oT U2N3 10 UN2 u He pacTBopsitoTcst B ocHoBHOM Matpuiie (UosPuo2)N.

CornacHo auTepaTypHbIM JaHHbIM [37-39] Onaropoaubie metaiuibl Pd, Ru, Rh, Ag
OyJlyT HAXOJUTHCS B METAJNTIMYECKOM BHJI€ 00pa3ys OTAeibHYI0 (ha3y ¢ APyruMu mepe-
XOJIHBIMH METaJJIaMH, TaKUMH Kak MOJHMOJEH W TeXHelui. XoTs Impu TeMmIiieparypax
Hke 1000 °C monubnen He oOpasyet ABoIHBIX criaBoB ¢ Pd, Ru, Rh, Ag, B nutepatype
ynomMuHaeTcsi oopazoBanue ciiaBa coctaBa Mo:Ru:Tc:Rh =4,6:3,3:1,3:1 [40].

B razosoii daze naxoaurcs Xe, Kr, He, Cd, gwactuuno Cs, Rb, B Mmanbix konude-
ctBax Sr u Ba, Csl, Rbl u np.

Cenenunbl poayKToB aenieHus U aktuHuaoB (SmSe, EuSe, PrSe, LaSe, NdSe u
USe) 06anatoT 01MHAKOBBIM THUIIOM KPUCTALTMYECKOW CTPYKTYphl. Bce oHu kpucrani-
JTU3YIOTCS B TPaHELEHTPUPOBaHHOM KyOuueckoil pemrerke tumna NaCl, kak U HUTPUIBI
akTUHUA0B. Bee cenenuabpl 00pa3yioT TBEPAbIA pacTBOP B OCHOBHOW Matpuile SmSe ¢
napameTpoM stueiiku 0,620 aM [41]. BennunHbl OTHOCUTENBHOTO Pa3MEPHOTO HECOOT-

BETCTBUS, PACCUMTAHHBIC 110 ypaBHEHHUIO (2.4) mpeacTaBiaeHbl B Tabnuie 2.4.
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Tabmuna 2.4 — [TapameTp pemeTku U BeIUUYnHa pa3MEPHOTO HECOOTBETCTBHUS CEICHUIOB
1o ypaBHeHUIO (2.4)

CoenuHeHue ITapametp pemietku (a), HM Pazmepnoe HecootBeTcTBuE (0), %0
SmSe 0,6200 0

EuSe 0,6185 — 0,242

PrSe 0,5952 — 4,000

LaSe 0,6051 - 2,403

NdSe 0,5909 — 4,694

USe 0,5757 - 7,145

MakcuManbHOE OTKJIOHEHHE MapameTpa KpUCTANIMYEeCKON pemieTku Habmroaa-
eTCs 171 MOHOCEJIeHUAa ypaHa u coctasisieT —7,1 %. TeM He MeHee, Bce HcClenyeMble
XaJIbKOTE€HUIHBIE COCTMHEHUS MOJTHOCTHIO YAOBIETBOPSIOT pa3MepHOMY KpuTeputo be-
HEJIMKTAa, YTO MO3BOJISIET pacCMaTPUBATh UX KaK €IMHBIA MHOTOKOMIIOHEHTHBIN TBEPAbIH
pacTBOp 3aMEIICHUS.

NHTepMeTaiinueckue coeuHeHusl ypana ¢ OmaropognbiMu metauiamu (UPds,
URh3, URu3) 06pa3yrot tBepabiii pactBop [42-43]. Takke B KyOuueckoit gaze TBEpAOro
pactBopa pactBopsrorcs CePds u NdPds [44].

Temnypuasl 6apusi, CTPOHIIUS U €BPOMUS U30CTPYKTYPHBI U YJIOBJIETBOPSAIOT KPH-
TEepUAM PacTBOPUMOCTH beHenukra.

B otnenbsHbie da3pl ObuH BhieIeHbl MOHOKapOu bl akTunuaoB u [1J] (UC, PuC u
MoC), a Taxxe qukapouasl UC2, NdCo, BaCs u SrCos.

AHTUMOHHUIBI aKTUHUAOB U JaHTaHuAoB (PuSb, PrSb, LaSb, USb) BeigeneHns! B
CaMOCTOSITENIbHYIO MHOTOKOMIIOHEHTHYIO (pa3y TBEpPAOro pacTBopa 3aMmelnieHus. Jlananie
COEIMHEHUS TOJHOCThIO M30CTPYKTYpHBI U Kpuctammzytorcs B ['TIK-pemerke Tuma
NaCl. BenenctBue 3HaUUTENHHOTO FEOMETPUIECKOT0 HECOOTBETCTBUS C HUTPUIHOU MaT-
puliel ToruinBa (mapaMeTpsl sueeKk aHTUMOHUIO0B TpeBbimaioT 0,620 HM) TaHHBINA pac-
TBOP MOJIHOCTHIO U30JIMPOBAH OT HUTPUIHOM (a3bl o kputepusiMm beneaukra. Oanako
MEXKly OO0 BEIUYMHBI pa3MEPHOT0 HECOOTBETCTBUS KPUCTAIIIMYECKUX SIUEEK HE Tpe-
BeImaoT 4,3 % oTHOcHUTEIBHO Oa3uca LaSh.

Pe3ynbpTaT yrouHeHHOro pacuera (paz3oBOro COCTaBa MHOTOKOMIIOHEHTHOUW CH-

cteMbl, umutupytoieit autpuanoe OAT npencrapien B Tadbnuiie 2.5.
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Tabnumna 2.5 — PacueTHbIi (a30BbIf COCTAaB MHOTOKOMIIOHEHTHOM CUCTEMbI, UMUTHPYIO-
mei wutpuaHoe OMAT wnentpansHOil 30HBI PY BPECT-O/I-300 (Bbiropanue 75
I'Bt-cyT/T) mociie 1 roga BeIIEp>KKU BO BHEPEAKTOPHOM XPAHWIHILE, PACCUUTAHHBIN IS
temnepatypsl 900 °C ¢ yuetoMm B3auMHOM (pa30BOM paCTBOPUMOCTHU IPOIYKTOB JIETICHUS

Dasa No DneMeHT / Maccosas gon, Conep:xanue,
3 COCJIMHCHHE % KI/T
1 (UosPuos)N 458 - 10' 457 - 10
2 UN 3,66 - 10! 3,66 - 107
3 PuN 4,59 4,59 - 10!
4 ZrN 6,39 - 107! 6,39
5 NdN 6,48 - 107! 6,48
6 CeN 4,59 - 107! 4,59
7 LaN 2,59 - 107! 2,59
8 PrN 2,54 - 107! 2,54
0 9 SmN 2,34 - 107! 2,34
CHOBHa(g;ZTPHI‘Ha" 10 AmN 1,85 - 10°! 1,85
11 YN 6,13 - 1072 6,13 - 10!
12 PmN 3,11-1072 3,11 - 10"
13 NpN 2,92 - 1072 2,92 - 10!
14 GdN 2,60 - 1072 2,60 - 107!
15 CmN 1,54 - 107 1,54 - 10!
16 EuN 4,98 - 1073 4,98 - 1072
17 TbN 1,67 - 1073 1,67 - 102
18 DyN 1,52 - 1073 1,52 - 102
Cymma da3ssl 8,98 - 10! 8,98 - 10?
19 UaN3 4,60 4,61 - 10!
B At 20 UNi1.73 3,50 - 107! 3,50
BICIUME HUTPHJIBI ypaHa [~ 0N 151107 I51
CymmMa ¢asbl 5,10 5,11 - 10!
22 Xe () 9,60 - 107! 9,60
23 Cs () 7,03 - 107! 7.03
24 Kr () 5,14 - 102 5,14 - 107
25 Rb (1) 4,31 - 107 4,31 - 10!
26 Cd (1) 4,14 - 1072 4,14 - 10!
27 Csal (1) 1,59 - 102 1,59 - 101
28 Cs: (1) 1,49 - 102 1,49 - 107
Tasosas hasa 29 RbI (1) 2,18 - 1073 2,18 - 1072
3oBast (as 30 CsRb (1) 2,08- 107 2,08 - 107
31 Ba (1) 2,03 - 107 2.03 - 102
32 Sr (1) 9,98 - 10 9,98 - 1073
33 Cs2Br (1) 6.45 - 10 6,45 - 107
34 RbBr (1) 3.16 - 10 3.16 - 107
35 He (r) 1,77 - 10° 1,77 - 10°
36 Rb; (1) 820 - 10° 8.20 - 107
CymmMa ¢asbl 1,84 1,84 - 10!
37 Mo 6,65 - 10! 6,65
Brnaropoausie MeTawibl, | 38 Ru 6,22 - 10! 6,22
MOJUOJEH U TexHeuuit | 39 Rh 1,77 - 10! 1,77
40 Tc 1,66 - 107! 1,66
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Dasa No DnemMeHT / Maccosas gon, Conep:xanue,
3 COCJIMHCHHE % KI/T
5 41 Ag 4,99 - 1072 4,99 - 10!
A 5 Cymma (asbl 1,75 1,75 - 10!
43 NdPd; 5,01 - 10! 5,01
44 CePd; 1,14 - 10! 1,14
Hurepmerammueckue co- | 45 URh; 3,23 - 107 3,23 - 107!
e IUHEHUS 46 URu3 1,11 -1072 1,11 - 10!
47 UPd; 1,43 - 107 1,43 - 10!
Cymma dassl 0,67 6,73
48 CsI (%) 135 - 107 1.35
" 49 BaSn 1,17 - 10! 1,17
Hﬂﬁzﬁﬁﬂyg;‘ﬁ’;f;w“ 50 In (%) 4231073 423102
51 Ge 2,23 - 10* 2,23 - 1073
Cymma (asbl 2,57 - 10! 2,57
52 SrTe 1,98 - 107! 1,98
T 53 EuTe 1,12 - 1072 1,12 - 10!
SLLYpHAR! 54 BaTe 2,49 - 102 2,49 - 10°!
Cymma ¢a3sbl 0,23 2,34
55 BaC, 1,64 - 10! 1,64
56 SrC, 1,77 - 107 1,77 - 10!
JIuxapOuIb! 57 NdC» 1,29 - 104 1,29 - 1073
58 uc, 6,26 - 108 6,26 - 107
Cymma dasbl 1,81 - 10! 1,81
59 BasN» 8,65 - 107 8,65 - 10!
Husmwme nurpuast [I3M | 60 Sr3N» 2,28 - 1073 2,28 - 1072
Cymma da3ssr 8,87 - 102 8,87 - 10!
61 EuSe 2,23 - 107 2,23 - 10!
62 SmSe 1,66 - 1073 1,66 - 102
63 PrSe 3,24 - 107 3,24 - 10*
CeneHuanl 64 LaSe 3,99 - 106 3,99 - 107
65 NdSe 3,31 - 107 3,31 -10°
66 USe 1,50 - 107 1,50 - 10
CymmMa ¢asbl 2,40 - 102 2,40 - 10!
67 LaSb 2,10 - 1072 0,21
68 PrSb 1,99 - 1073 1,99 - 102
AHTUMOHH B 69 USb 2,69 - 107 2,69 - 10
70 PuSb 1,50 - 106 1,50 - 107
Cymma ¢asbl 2,31 - 1072 2,31 - 10-1
71 BaBn; 4,15 - 1073 4,15 - 1072
Bbpomu e II3M 72 SrBr 2,28 - 107 2,28 - 10
CymmMa ¢asbl 4,18 - 1073 4,18 - 1072
73 BaH; 8,90 - 10 8,90 - 103
IMappuner II3M 74 SrH> 1,86 - 107 1,86 - 10
Cymma da3ssl 9,09 - 10 9,09 - 103
Cymma 100 % 1000
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[Ipu yTOUHEHHOM pacdeTe U3 COCTaBa IMOJHOCTBHIO MCUe3Iu (pacueTHass MaccChl
paBHA HYJIIO) LENbIN sl MPOMEXYTOUHBIX KapOUIHBIX, MHTEPMETAITNYECKUX, THIPU/I-
HBIX U KUJKUX FaJOTeHUIHBIX COCAMHEHUHN, (DUKCUPOBABIINXCS B IEPBUYHOM pacyeTe
MEXaHUUYECKOIN CMeCH. DJIEMEHTHI MepepacipeeIINCh MO pa3IudHbIM (pa3aM CUCTEMBI:
MoIuOaeH U3 npoMexkyTouHbix kapoumoB (MoC, Mo2C), kapoonutpuga Mo2CoaNos 1
HUTpua Mo2N MOTHOCTRIO Iepenien B 00beM MeTauIndeckoi (a3bl, Kak U majuiauii u3
natepmeramnueckux coenuaeHut NdPd u CePd; maatanunast (Ce, Nd) u akTHHHIBI T1€-
peuu B 'IK-pemerky HUTpUIHOW MaTpulbl. Pe3ynbpTaTsl pacuera yKa3blBarOT Ha TO,
yto nipu 900 °C cucrema, umutupyromas HutpuaHoe OAT xapakTepuszyeTcss BBICOKOU

CTEIEeHbIO TBep10(ha3HOM B3aUMHON PACTBOPUMOCTU KOMIIOHEHTOB.

2.4 BrbiBoasbl 1O riiase 2

1. [IpousBeneHa oneHKa TEPMOAMHAMUYECKUX CBOMCTB (SHTANBINKU 00pa30BaHus,
CTaHJAPTHOM SHTPONUU U TEIUIOEMKOCTH) HEIOCTAIOIINX COCAMHEHUN aMepuIus, Kio-
pusi, IPOMETHUS U AUCTIPO3Us ¢ a30ToM. J{aHHbIe 100aBlIeHbI B 0a3y NaHHBIX MPOTPAMMBI
HSC Chemistry 9.9 u ucnonp30BaHbl B JaNbHEHIINX pacueTax.

2. BrnepBble pacCyMTaH BEIIECTBEHHBIM COCTAB MHOTOKOMIIOHEHTHOM CUCTEMBI,
UMUTHUPYIOIIEH HUTPUJIHOE OOJTYyUYEHHOE SIIEPHOE TOIIMBO BKIIIOUAIOIUN 43 3/1eMeHTa.
Pacyer BBIITOJTHEH METOAOM TEPMOAMHAMUYECKOTO MOJEIUPOBAHUA B MPOTPAMMHOM
komruiekce HSC Chemistry 9.9.

3. C ucnonp30BaHUEM MOIYIMIUPUYECKUX MPABUWI PACTBOPUMOCTH beHenukra
Mpou3BeieHa OlleHKa ()a30BOro coctaBa cuctembl, uMutupytoiieit autpuanoe OSAT. Co-
IJIaCHO pacueTy, cucrema Ha ~90 % COCTOMT U3 TBEPIOrO0 PacCTBOPA MOHOHUTPUIOB JiE-
nsamuxcs MarepuanoB (UN, PuN), coxmepxamiero HUTpUABI MUHOPHBIX aKTUHHJIOB
(AmN, CmN), penko3zemenbHbIX 37eMeHTOB (LaN, NdN, CeN u ap.) u nupkonus (ZrN).
Ocranbubie ~10 Mac. % pacnpenenensl Mexay (pa3zoi TBEpIOro pacTBOPa BHICIINX HUT-

punoB ypana (U2N3-UN2) u gipyrumu npoyKTamMmu JeJICHUS.
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3. A30OTUPOBAHME U AEA30TUPOBAHHUE CHUCTEMbI HUTPUAOB
AKTUHHNAOB U JIAHTAHU10OB

3.1 A3oTupoBaHHe CHCTEMbl, HIMUTHPYIOLIECl HUTPUAHOE SIePHOE TOILIUBO
3.1.1 JIutepaTtypHbiii 0030p

B knaccuueckoil MeTamIypruu mnoji a30TUPOBAHUEM MOHUMAETCSI TEXHOJIOTUYECKUI
MPOIIECC XUMUKO-TEPMHUUECKON 00pabOTKH, TPU KOTOPOM MOBEPXHOCTHBIN CJIOW MeTal-
JUYECKUX U3JICJINM HAChIIIAETCS a30TOM IIPU HArPeBE B a30TCOIEPIKAIIEH Cpeie C LEbI0
MOBBIIICHUS UX TBEPAOCTH U UBHOCOCTOMKOCTH [45].

OHAaKO B NTUPOXUMHUH U SIACPHOU METAJUTYPTHH 32 TEPMUHOM “‘A30TUPOBAHHE™ UCTO-
PUYECKH 3aKPEMUIOCh 3HaUCHHUE, «B3aUMOJICUCTBHE ¢ a30TomM» [46]. Takum oOpaszom, B
paMKax HacToslled paboThl MOJ| a30TUPOBAHUEM MOHUMAETCS] TETEPOTCHHBIN MPOIIECC
BBICOKOTEMIIEPATYPHOT'O B3aUMOJIEHCTBUSI MOJIEKYJISIPHOTO a30Ta ¢ MOHOHUTPHUIOM
ypaHa, COIpoBOXAatoIuics (Ha30BbIMU MPEBPAIICHUIMHI U 00pa30BaHUEM BBICIIINX HUT-
pUIHBIX (a3s.

B cucteme U-N ycTanoBneHo cyuiectBoBanue 4eTblpéx HUTpu10B: UN, a-U2Nj3, B-
U2N3 u UN; [47, 48]. CBenenust 0 ctabunibHOCTH MHAUBUAYaNbHBIX (pa3 UNj4s, UNj ss,
UN1.73, UN1.75 (UsN7), UN19 1 psine npyrux [49-51] coBpeMEHHBIMU UCCTEOBAHUSIMU HE
MOATBEPKIAIOTCS.

®da3w1 a-UzN3, B-UzN3 He SBisttoTcs ToTuMopOHBIMUA MO (PUKAIIUSIMA OJHOTO CO-
€MHEHUsI TaK KaK y HUX pa3Hble cocTaBbl [52, 53]. ®a3a a-UzN3 Bcerga obnanaer us3-
ObITKOM 110 a30TYy (0-U2N3+x), ipu 3ToM oTHoueHue [N]/[U], mo pa3HbIM TaHHBIM, TIPO-
ctupaercst 1o 1,75-1,84. ®aza B-UxN3 sBrusercs nedunutaoit mo azory (B-UzNszy) u
MMeEEeT Y3KyI0 00J1acTh ToMOoreHHocTH npu otHomeHuu [N]/[U] =1,44-1,49.

O6pa3zoBanue daszbl B-UzN3 IporcxouT u3 Kyondeckom o-(a3zbl myTeM aecoponuu
azora npu HarpeBanuu Beime 800900 °C B TOke HHEPTHOTO Ira3a WU MPHU BAKYYMHPO-
Banuu. OOpaTHbBIN Iepexo/ B—0 B OTCYTCTBHE a30Ta (BaKyyM, MHEpTHast aTMocdepa) He
MIPOUCXOJIUT JAaXKe MPU oxiaxaeHuu B-da3bl 10 koMHAaTHOM TemmepaTypsl [54]. [lepexon
B-U2N3 — a-U2N3 npoTekaeT UCKITIOYUTEIBHO MPU IPSIMOM MOTJIOIIEHUH Ta3000pa3HOTo

azorta o peakmuu (3.1):



38

B-U2Nsy + zN2 = a-UzN3+, (3.1)

X+
rac KOJIMYCCTBO IIOIVIOIICHHOI'O a30Ta PAaBHO: Z = TY

B TaGnune 3.1 npuBeaeHbl HEKOTOPBIE CBOMCTBA HUTPUAOB ypaHa. B Tabnuiy He
BKJIIOUEHBI cBOMcTBA (ha3bl B-U2N3, Tak Kak OHa HE OKa3bIBAET CYIIECTBEHHOT'O BIUSHUS
Ha KUHETUKY a30TUPOBaHMs, OJHAKO IPUBEICHBI JaHHbIE 17151 cocTaBa UN 76, ”HTEpIIpE-
TUPYEMOT0 B HEKOTOPbIX padboTax kak UsN7 [50, 55, 56]. bpyrro dpopmyna UNi 76 dop-
ManbHO cooTBeTcTBYET cMecu 48 % UNis + 52 % UN», ogHako ycTaHOBIIEHO, YTO 00-
nactb UN15 — UN» npeacrapisieT coboit ogHoda3HbIi TBepAbIil pacTBop [58, 57-59]. Co-
ctaB UNi76 MMeeT BaKHO€ MPAKTUYECKOE 3HAYEHUE, MOCKOJBbKY 3TO COOTHOIIEHUE
[N]/[U] siBnsieTcst mpeaenbHO NOCTUKUMBIM MPU JIABJICHUHU a30Ta | aT™M corjacHo JaH-

HbIM [53, 59].

Ta6nuna 3.1 — HekoTopsie cBOIICTBa HUTPUJIOB ypaHa coryiacHo [47]

. a-UzNj3 UNi1.76 UN:z [7, 60,
CBOICTBO UN (UN15) (UsN5) c318]
TemnepaTypa ILIaBie- ~800! [7] B 5
s, °C 2850 9752 [61] 6757 [61]
Kpucramnuueckas pe-| 'K, tuna | OUK, tuma | OLIK, tuna 'K Tuma
meéTKa NaCl Mn;03 Mn;03 [55] Cak>
[Tepuon peméTku, HM 0,4889 1,0678 1,0628 0,531
IInoTHOCTH d, T/cMm? 14,32 11,24 ~ 11,4 [62] 11,73
MoabHBIE 00BEM Vi, 17,60 23,05 _
cM>/MOIIb 17,59 [63] 22,9 [63] =23 22,68
N3menenue  MOJIBHOIO +30,9 %

s + V) + 0
00béMa, AV ! ~ 30 % [64] 30,9 % 28,9 %
HN3menenune maccel, Am 1 +2,78 % +4,22 % +5,56 %

IIpumeuanus:

1 — HayaJsio pa3I0KEeHUs B BaKyymMe

2 — Havao pa3jokKeHUs B MHEPTHOU aTMocdepe. PasiokeHne pacTSHYTO MO TEMIEpaType U Mo Bpe-
menu. [TogpobrocTu B [61].

Hutpun o-U;N3 xapaktepusyercs: IUpoKoil 00J1acThbi0 TOMOT€HHOCTH, M COCTaB
UN1.76 BC€ emié saBIseTCsl CBEpXCTEXUOMETpHUUecKoi a-¢azoit ¢ ucxognoit OLK pemér-

KOU cTpykTypHOro tuna Mn20s [49, 52, 57]. Ilo apyrum AaHHBIM peméTka HUTPUJIA o-
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UxN3 coxpansietcs 1o npeaenbHoro cootHomenus [N]/[U] = 1,75, toraa kak mipu [N]/[U]
= 1,76 pukcupyercs I'lIK pemérka nuautpuna UN2x [58].

OTMeueHo, 4TO MpUMeECh Kuciaopoja crabunuzupyet a3y o-Uz2N3 1 mo3BoJISeT 10-
ctuub Oonbiiero otnomenus [N]/[U] 6e3 nepexona B ¢pazy UN; [53, 58]. DTuM M0OKHO
OOBSICHUTH Pa3INYME B PE3yIbTaTax pa3HbIX aBTOPOB OTHOCUTENBbHO oTHOIIEeHUS [N]/[U]
pu KoTopoM npoucxoauT nepexos dasnl a-UzN3 B pazy UN». KonuuectBenHas ornieHKa
BIIMSIHUSL KUCJIOPOJa 3aTPy/IHEHA, TaK KaK B OOJIBIIMHCTBE MyOJUKAIUNA €ro UCXOJAHOE
coJiep>KaHMe HUTpUJIaX He npuBoautcs. B psge pabotr mpencraBieH moJpoOHBINA 3iie-
MEHTHBII COCTaB MpUMecel, HO 0e3 yKazaHus coJiepxkaHus kuciopoaa [53, 65, 66]. Orpa-
HUYEHHBIE TaHHBIE [55, 67] CBUAETENBCTBYIOT O TOM, YTO HPU COJECPKAHUU KUCIOPOa
nopsaka 0,2 mac. %, ¢aza a-UN3 coxpansiercs BIioTh 10 oTHomeHus [N]/[U] =1,84. B
HacTosiel pabore npunasaTo 6azoBoe cootHouenue [N]/[U] = 1,76, nockonabKy B ycio-
BUSIX, OTJIMYHBIX OT JlabopaTopubix, HUTpUaAbl UN wiu (U, Pu)N HeuzbexHo Oyayt co-
Jep>KaTh IPUMECh KUCIOPOa.

Kpucrammueckas pemérka a-UxN3 (OLK, tama Mn2O3) dakTudecku sBISETCS
npousBogHor ['IK-pemérku UN: (tun CaF2) u3 xoTopoii yjaneHa 4acTb aTOMOB a30Ta.
O6patHoe Toxe BepHO: UN2 00paszyeTcst mpu norioieHuu ¢pazoit o-U2N3 10cTaTOuHOTO
konuuecTBa azora. [loatomy nepexon a-UzN3 — UN2 npoTekaeT miaBHO, 0€3 ckauka U
0OHapyKUBAETCS TOJIBKO CTPYKTYPHO-UYBCTBUTEIILHBIMU METOJJAMHU (PEHTT€HOBCKAs IH-
dbpakuus, HerTpoHorpadus) [66-68]. Hanmpumep, B padoTe [65] mokazaHo, YTO WHIUBH-
nyanbHbie ¢aszsl 0-UzN3, UN2 u ux TBEpABIA pacTBOp ObUIM ONTHYECKU HEUACHTU(DUIIH-
PYEMBI.

OCHOBHBIE XMMHUYECKHE PEAKIMHU, MPOTEKAIOIIUE MPU B3aUMOACHCTBUM MOHOHUT-

puna ypana c¢ az3otom npu temmnepatype 700 °C, onucsiBatotcst ypaBHeHUAMH (3.2-3.4):
UN + N2 =-UsNs, AG =—40.4 xJlx/moms,  (3.2)
UNis5+ 0,365N2 = UNj.73, AG =-37,3 xJ[)x/monb,  (3.3)

UNis+ 35N> = UN,, AG = —45,9 k[lx/Moms.  (3.4)
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B cootBeTcTBUM ¢ TaHHBIMU, TPUBEIEHHBIMU B Tabnuile 3.1, mpu OpoTeKaHUU peax-
uuii (3.1) u (3.2) ucxonnslii MOHOHUTPUA ypaHa, uMeronui I'IIK pemérky, npesparia-
ercs B a-U2N3 ¢ OLIK-pemérkon, XxapakTepru3yoeincs MeHbIIEN IIIOTHOCTHIO YITAKOBKHU
aToMoB. Da3oBbIi MEPEXO0] COMPOBOKIAETCA YBEIUUYEHHEM MOJIBHOTO o0beMa MpHu-
MepHo Ha 31 %.

3HaYUTENHbHOE 00BEMHOE PACIIMPEHUE KPUCTATNIMUECKOMN PEIIETKHU MPU MEPEX0Ie OT
'K x OLIK-moaudukanuu cnoco0CTBYET AUCTIEPTUPOBAHUIO (CAMOTIPOU3BOIBLHOMY U3-
MEJIbYEHUIO) TOIUIMBHOM KOMIIO3UIMHU. B ciydae 001y4eHHOrO SiIEpHOTO TOIJIMBA 3TOT
MPOIIECC MPUBOJUT K BHICBOOOXKIEHUIO Ta3000pa3HbIX U JETYUHUX MPOAYKTOB JIEICHUS
[69, 70]. YBenuueHne oObeMa TOTUIMBA MOKET MPUBOAUTH K Pa3phIBy 000JI0UYEK TBAJIOB
1 Bbichinanutio u3 Hero nopomika OAT. Tlpu stom HenTyHuit (Np), uryronuit (Pu), ame-
punuii (Am), kropuit (Cm) 1 G0JIBIIMHCTBO OCTAIBHBIX TPOAYKTOB JIEJIEHUS, HE 00pa3yeT
BBICIIMX HUTPUJIOB U ocTaeTcs B Bujae MOHOHUTpUA0B NpN, PuN, AmN, CmN.

[Iporecc a3oTUpoOBaHUs paHee HE MPUMEHSIICS B IepepabOoTKe 00IyYEHHOTO HUT-
punHoro ToruBa. Ha onucannsiil moaxon k otaeiaeHuio HuTpuaHoro OST ot o6omouek

TBJIOB ObLT MOJy4YeH NaTeHT [75].

3.1.2 PacyeTHbIid €COCTAB MHOIOKOMIIOHEHTHOM CHUCTEMbl, HIMUTHPYIO-
el HUTPUIHOE 00JIy4YeHHOE /IePHOE TOILIUBO MOCJe A30TUPOBAHUS

B kauecTBe MCXOAHBIX JAHHBIX JJISI MOJCIMPOBAHUS B3aUMOJICUCTBUSL CUCTEMBI,
UMUTHUPYIONIEH 00y4eHHOE HUTPUIHOE TOIUIMBO C 230TOM, UCIIOJIB30BANIN (Pa30BbIi CO-
CTaB, MOJYyYECHHBIN paHee (Tabnuia 2.5). B cuctemy n00aBIisyii TPEXKPATHBIA MOJIbHBIN
(otHocutenbHo konumyectBa OSAT) u30biTOK a3zoTa. Pe3ynbTaThl TEPMOIUHAMHYECKOTO
pacuera cocraBa cuctemsl, umutupytomeit autpugHoe OAT ¢ Beiropanuem 10 % T.a.

MocJie mpoliecca a30TUPOBAHUS MPEICTaBIEHBI B Tabnuiax 3.2-3.3.

Ta6numna 3.2 — CoctaB TBep0i1 (ha3wl cucteMbl, uMutupytoiet HutpuaHoe OAT nocine
a30TUpOBaHUs. (TPEXKPATHBIN U30BITOK a30Ta, TeMmneparypa 800 °C, naBnenue 1 at™)

OnemeHr / MaccoBas Conepoxa- DneMeHT / MaccoBas Conepxa-
Ne HHE, No HUE,
COeMHEHHE nois, % COeUHEHHE nois, %
KI/T KI/T
1 U>N3 599 - 10" 6,01 10> |25 Ag 4,97 -102|4,99 - 10!
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DneMeHT / MaccoBas Conepxa- Dnement / | MaccoBas Conepoxa-
Ne o HHE, Ne o HHE,
COCJTMHECHHE noust, % S COCTMHCHHE noinst, % </

2 UN1.73 1,89 - 10' | 1,90 - 10% |26 PmN 3,10 - 102 | 3,11 - 10!
3 PuN 1,36 - 10" | 1,37 - 10% |27 NpN 291 -102(2,92- 10"
4 (Uo.sPuo2)N 1,28 1,28 - 10" |28 GdN 2,60 - 102 2,60 - 10!
5 Mo 6,63 - 10" | 6,65 29 BaTe 2,27 -102 (2,27 - 10"
6 ZrN 6,37 - 10! | 6,39 30 EuSe 2,27 102|227 - 10!
7 Ru 6,27 - 10 | 6,29 31 LaSb 2,10 -102|2,11 - 10!
8 NdN 6,12 - 10" | 6,14 32 SrCs 1,76 - 102 | 1,76 - 10!
9 NdPd; 5,99 - 107" | 6,01 33 CmN 1,54 - 102 | 1,54 - 10!
10 CeN 452 - 10" | 4,54 34 EuTe 1,13-102 1,13 - 10!
11 UN 3,16 - 10! | 3,17 35 EuN 4,57 - 103 | 4,59 - 102
12 LaN 2,58 - 10! 2,59 36 In (x) 422103 | 4,23 - 107
13 PrN 2,54 - 107" | 2,54 37 Sr3N» 2,68 1072 (2,69 107
14 SmN 2,33 - 10" | 2,34 38 Pd 2,63 107 (2,64 107
15 SrTe 1,99 - 10" | 2,00 39 PrSb 1,96 - 10| 1,97 - 1072
16 Rh 1,94 - 10" | 1,95 40 TbN 1,67 - 103 | 1,67 - 1072
17 AmN 1,84 - 10" | 1,85 41 DyN 1,51 -103 1,52 - 107
18 Tc 1,66 - 10" | 1,66 42 SmSe 1,24 - 103 | 1,25 - 107
19 Ba(C; 1,63 - 10" | 1,64 43 Ge 222104223107
20 CePds 1,28 - 10! | 1,28 44 NdC, 2,07 -107° | 2,08 - 10*
21 BaxSn 1,17 - 10" | 1,17 45 PrSe 2,06 - 107 | 2,07 - 10*
22 BasN» 9,24 - 102 | 9,27 - 10! | 46 LaSe 1,41 -10°| 1,41 - 107
23 Csl (k) 8,41 - 1072 | 8,44 - 10! | 47 NdSe 1,15-107 | 1,15 - 10°°
24 YN 6,11 - 102 | 6,13 - 107! Cymma 100 % 1003,28

[Ipu azoTrpoBaHuU cuCTEMbI, UMUTHpYIOIIEH HUTpUAHOE OAT BBIIENSIOTCS JE-

Ty4He NPOAYKTHI JI€JI€HUs, IpeacTaBieHHble B Tabauue 3.3. B Tabmuue 3.4 npuseneH

napametrp W, onuceiBaronuii MaccoByto n0to (%) komnonenta OAT, yaansemoro B ra-

30BYI0 (pazy, OT €ro CoJIep>KaHus B UCXOAHOU cucteme, umuTupyromnieit Hutpuanoe OSAT.

Ta6mumna 3.3 — CocTaB ra3oBoil (a3el cuctemsl, umutupytomeid autpuanoe OAT nocne
a30TUpOBaHUs. (TPEXKPATHBIN U30BITOK a30Ta, TeMieparypa 800 °C, naBnenue 1 at™)

Dnement / | MaccoBast Conepxa- Inemer / Maccogast Conepxa-
Ne o HUE, Ne | coenune- o HUE,
coequHenue | moad, % noirst, %
KI/T HUE KT/T
| Xe (1) 509 -10' | 9,60 12| Cs:Br2 (1) | 1,00 - 102 | 1,89 - 10
2 Cs (1) 3,74 - 101 | 7,06 13 He (1) 9.39-107 1,77 - 103
3 Csl (1) 3,04 5,74 - 10" | 14| RbBr(r) | 7,08 - 107 | 1,34 - 107
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[Iponomxenue Tabnuubl 3.3

Onement/ | Maccopas | COREPRA DMEMEHT /| copag | COREPEE-
Ne o HUE, Ne | coennne- o HUE,

coequHenue | noasd, % o, %

KT/T HHE KT/T

4 Kr (1) 2,72 5,14 -10" | 15| Rba(r) |2,48-107|4,69-10*
5 Rb (1) 2,32 439-10" | 16| Ba(r) 1,06 - 103 [ 2,01 - 10*
6 Cd (1) 2,19 414 - 101 |17 H> (1) 7,04 -10%|133-10*
7 Cs2lb(r) |5,53-101] 1,04-10" |18| Rbola(r) | 6,82 -10%| 1,29 - 10
8 Cs2 (1) 427-10"| 8,06-102 |19 Sr (1) 5,52-10% 1,04 -10*
9 CsBr(r) |[3,54-10"| 6,68 102 |20 | RbaBra(r) | 2,45- 107 | 4,63 - 10°
10 RbI (1) 7,55-102| 1,42 -10?
11| CsRb(r) |6,06-102| 1,14-10? Cymma 100 % 18,88

Ta6nuna 3.4 — MaccoBasi 10711 KOMIIOHEHTA, yJajasieMoro B razoByto ¢azy (W), npu azo-
THUPOBAHUM CUCTEMBI, UMUTHUpYIOIIEer HUTpuaHoe OAT

DeMeuT Xe Cs Kr Rb Cd 1 Ba Sr Br He H
W, mac.% 100 94,58 100 100 100 45,18 0,01 0,01 100 100 100

Ypan. [Ipu azotupoBanuu cucteMsl, uMmuTupytomiei HutpuaHoe OAT oOpazyercs
TBEPABIN pacTBOp BrICIIMX HUTPUIOB ypana UzN3 u UNy 7.

Jlpyrue aktuHuabl. HenTyHul, miyTOHUN, aMEpULIAN U KIOPUN BBICIIUX HUTPHU-
0B HE uMeroT U ocTaroTcs B Bujae NpN, PuN, AmN u CmN.

Le3unii. BivsiHue MOBBIIIEHHONW TEMIEPATyphl NMPUBOAUT K YAAIEHUIO LE3US U3
toruBa Ha 94,58% B Buge Cs (1, = 688 °C), Csl (1, = 1280 °C), CsBr (#, = 1297 °C), Csa,
Csalz, CsRb. Octansnsblie 13,31% Maccrel ie3ust ocrarorcs B Tomuse B Buae Csl u Cs;Brs.

Pyouamii. CornacHo tepMmoanHamMudeckum pacueram, rnpu 800 °C moJHOCTHIO me-
pexonut B ra3oByto ¢azy B Bujae Rb, Rbz, Rbl, RbBr, Rb2Brz, Rb2l> u CsRb.

Baaropoansle rassl. B pesynbprare qucneprupoBaHusi MOAECIHHOTO TOIIMBA MPU
azotupoBanuu KceHoH (Xe), kpuntoH (Kr) u renuii (He) moimHOCTHIO BEICBOOOXKIAIOTCS
13 TOIUTUBHON KOMITO3UIIUU.

Baaropoanbie Metasbl. Cepedpo HaXOAUTCS B MHAUBUIyaIbHOM Buje. [lanna-
Ui, pyTeHUU U POJIMA, M3HAYAIIbHO HAXOUBIIHECS B CIUJIaBaX C YPaHOM, MOCIIE a30TH-
POBaHUSI HAXOATCA B TOIUIMBHOW KOMITIO3UIIMU B MHJIWBUAYaJIbHOM BHJI€ COTJIACHO pe-

akiusam 3.5-3.7 u B Buje ciiaBoB ¢ HeoaumoM (NdPd3) u nepuem (CePds).
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UPd; +0,75N2(r) = 0,5UoN3 + 3Pd,  AG =-24,6 x/I>x/moas tipu 800 °C, (3.5)
URusz + 0,75N2 () = 0,5U2N3 + 3Ru,  AG=-91,1 xIx/monb npu 800 °C, (3.6)
URh3 + 0,75N2 () = 0,5U2N3 + 3Rh,  AG =—43,2 xJI)x/monb nipu 800 °C.  (3.7)

Kaammuii u Tputmii Bosrousitores B Bujsie Cd (1) (¢, = 764,9 °C) u T2 (Hz2) cooTBet-
CTBEHHO.

Hon nepexoaut B razoByto pazy B coequnenusx ¢ uesueM (Csl, Cszl2) u pyouauem
(RbI, Rbaly). ITo pesynasTaTam pacuera nmpu temmeparype 800 °C B razoByro ¢asy mepe-
1o 45,18 mac. % oT Bcero nojia, moCTYNMUBIIETO HA A30TUPOBAHUE B COCTABE CUCTEMBI.

Bpom nHaneno ygansercs U3 MOAEIbHOM TOTUIMBHOM KOMITO3UIIMU B BUIE OPOMHU-
noB 1e3us u pyounus (CsBr, Cs2Brz, RbBr, Rb2Br»).

B MeHbI11€#i cTenenu u3 TormnBa yaansitoTcs 0apuii (Ba) u ctponruii (Sr). Octanb-
HbIE TPOJIYKTHI JICJICHUS HE MPETEPICBAIOT U3MEHEHUH B X0/I€ a30TUPOBAHUSI.

B pesynbpTare mormioimieHus a30Ta HUTPUJIOM YpaHa M BBICBOOOXKACHUS JIETYUUX
MPOAYKTOB JIeJeHUs1 00111asi Macca CUCTeMbl, uMUTHpYIoliel HutpugHoe OAT yBennuu-

Jach Ha 3,28 KT.

3.1.3 Kunernka a30TUPOBAHHMS MOHOHMTPH/IA yPaHa

Ha xommakTHBEIX 00pa3iiax MOHOHUTPHUA ypaHa ObLTO TPOBEPEHO MPETION0KCHIE
0 IUCTIEPTUPOBaHUM TabJIeTUPOBAHHBIX 00pa3oB UN mpu B3auMOIEUCTBUU C a30TOM.
JIsist 3TOTO 00pAa3Ihl MOABEPTrAIA U30TEPMUUECKOMY a30THPOBAHUIO B THUTIAX U3 MgO
npu Temieparypax 500, 600, 700 u 800 °C. HarpeB u BbIIepKKY (B TeueHHe 4 4acoOB)
OCYIIECTBIISUTH B HETPEPHIBHOM TOKE BBICOKOYHMCTOTO a30Ta. Bo m30exkaHne KOHTaKTa
MPOTYKTOB C BO3AYXOM W3 aTMOC(hEphl WX OXJIAXKICHUE, U3BJICUCHUE W B3BEIIMBAHUE
MIPOBOAMIIM B IEPUATOYHOM OOKCe ¢ MHEpTHOM atMocdepoit. MicxonHoe coctosiHue Tao-
JIETKU TIpUBEeHO Ha pucyHKe 3.1. Bum oOpa3yromuxcst mpoayKTOB a30THPOBAHUS TIPE/I-
cTaBJieH Ha pucyHke 3.2 ipu Temmneparype 500 (a), 600 (6), 700 (8) u 800 °C (1).

Y CTaHOBJIEHO, UYTO B PE3yIbTATE N30TEPMUUICCKON BBIIECPKKH B TeUEHUE 4 4acOB
npu Temrneparype 500 °C tabnerka UN coxpaHsieT cBoro reomeTpudeckyto ¢popmy. [lpu

noBbIeHnU Temmepatypsl 10 600 °C u Bbillie HAOIIOaeTCA pa3pylIeHUE MPECCOBAHHBIX
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o0pasioB UN. IIpoayKTsl B3auMOI€MCTBHSI MOHOHUTPHIA YpaHa C a30TOM BO BCEX CIY-
qasx NpPeACTABISIOT COO0H CMECH, COCTOSIIYIO U3 MEJIKOJIUCIIEPCHOT O MOPOILKa 1 OoJiee

KPYITHBIX ariloMepaToB.

Pucynok 3.1 — Bun ucxogHoro odpasia npecCOBaHHOTO MOHOHUTPHAA YpaHa Mpou3-
BojicTBa OI'VII «POALl - BHUUTD um. Axkanem. E.W. 3a6abaxuna». {uamerp 6,55
MM; BEICOTa 5,9 MM; motHOCTE 11,3 r/em® (79 % ot TeopeTnueckoii), macca 2,17 ¢

~

Pucynok 3.2 — BHemHM BUJ IPOAYKTOB a30TUPOBAHNSI MOHOHUTPHUIA YPaHa, MOJTy-
YEHHBIX NIOCJIE U30TEPMUYECKOM BBIIEPKKU B aTMOc(epe a30Ta B TEUCHHE 4 U ITpU
500 (a), 600 (6), 700 (B) 1 800 °C (1)
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[Io naHHBIM peHTreHO(a30BOr0 aHAIN3a MOJYYEHHBIX MOPOLIKOB MPOAYKTaMU
B3aMMOJICUCTBUS SIBISIOTCS Bhiciine HUTpUABL ypana UzN3 u UNz. Pednekcei, cooTBeT-
cTByto1ue ucxoaHou aze UN B KOHEUHBIX MPOAYKTaX HE OOHAPYKEHBI, YTO CBUIETEIIb-
CTBYET O MOJIHOTE MPOTEKAaHUs mpolecca. PEHTreHorpaMmma npeacraBieHa Ha PUCYHKE

3.3.
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Pucynok 3.3 — PenTreHorpamMmma nopoika, moly4eHHOTO B pe3yJIbTaTe B3auMO-
neuictBus ¢ azotoM npu 800 °C

[MonnonpodunbHbIi aHanmu3 TUPaKIMOHHBIX JaHHBIX IO MeToay PutBensaa mo-
Ka3all, 4To NPOAYKT a3oTupoBanus npu temieparype 800 °C sBisieTcst reTepoda3HbIM U
COCTOUT MPEUMYIIECTBEHHO M3 KyOMYeCKOW MOau(UKANU MOJTYTOPHOTO HUTPUJIA
ypana a-U>N3 (mpocTpancTseHHas rpynma /a3) mapamerp pemeTku a = 10,65175 +
0,00005 A, pacueTHas peHTreHOBCKasl IIIOTHOCTb Psw = 11,392 r/cMm’, MaccoBas moms
KoTopoiu coctaisieT 97,69 + 0,34 %.

Takoxe 3agukcupoBana aza nuauTpuaa ypana UN2 co CTpyKTYpHBIM TUIIOM (hJTtO-
oputa (11p. Tp. Fm3m, a = 5,47621 + 0,00031 A, psys = 10,757 r/cm?®) B kommuecTse 2,31
+ 0,11 mac. %. @aktopsl HeAOCTOBEpHOCTH bparra Rprage = 2,62 % u 4,80 % 1111 OCHOB-

HBIX (pa3 COOTBETCTBEHHO.
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CormocTaBiisisi OJIy4EHHBIE JaHHBIE C XapaKTEPUCTUKAMU HCXOJIHOTO MOHOHMHT-
puna ypasa (tp. rp. Fm3m, a = 4,89269 £ 0,00003 A, psws = 14,294 r/cm?®), MOXKHO cie-
JaTh BBIBOJ O TOM, YTO pa3pylleHue npeccoBaHHbix 00pa3noB UN mpoucxoauT 3a c4eT
CHIDKEHHs IIoTHOcTH Matpuubl Ha 20,3 % wu 24,7 % npu nepexomax UN—U2N3 n
UN—UN2 COOTBETCTBEHHO, YTO 3KBUBAJIEHTHO YBEJIUYEHUIO YIEIBHOTO 00bemMa Kpu-
CTaJJIMYECKON PELIETKHU.

Jlns mpoBeieHus NeTAIbHBIX KUHETUYECKUX UCCIEAOBAHUN HA CUHXPOHHOM Tep-
moananuzatope NETSCH STA 449 F3 Jupiter ucxoanyto tadnerky UN u3menbuanu B
araToOBOM CTYIIKE Ha OT/ieNIbHbIE KpyIHble (hparmMeHThl Maccoi 100900 mr. BriOpaHHbIi
(dparmeHT noMmemanu B Turenb U3 AloO3 00beMOM 5 M1, KOTOPBIM 3aTEM pa3Melany Ha
nepxkarene oopasia B padbouei 30He TepMoaHaaru3aTopa. BHEIIHUY BUI OJHOTO U3 TaKUX

(bparMeHTOoB 71 TEPMOTPABUMETPUUECKUX U3MEPEHUI TPEACTaBIEH Ha pucyHke 3.4.

Pucynok 3.4 — O6pazen npeccoBanHoro UN 17151 TEpMOTPaBUMETPUUECKUX U3MEPEHUI

Ha ocHOBaHuuM pe3yNbTaTOB MPeABAPUTEILHBIX IKCIIEPUMEHTOB JIJIsl UCCIIEIOBA-
HUSI KUHETUKH TIpollecca a30TUPOBaHUS ObuIM BbIOpaHbl Temmepatypsl: 600 u 850 °C.
N3mepenust mpoBOAWIM TIPU MOCTOSSHHOM O00BEeMHOM pacxojie azota 50 mu/mus. Cko-
pPOCTh HarpeBa rneuu g0 padoueit temmneparypsl — 10 K/mum.

Ha pucynke 3.5 npuBeneHa TepMorpaMma B3auMOICHUCTBUSI MOHOHUTPHU/IA YpaHa
¢ azoroM npu 600 °C. CrutomiHas JUHUS OTpa)kaeT U3MEHEHUE MacChl 00pasiia, a MyHK-
TUpHasl — U3MEHEHue TemnepaTypbl. Kak BUIHO W3 MpEACTaBICHHOW TEPMOTpaMMBbl, B
TeueHue nepBbix 50 MUHYT U3MEHEHUE MacChl 00pasiia MPaKTUYECKU HEe HaOIraaeTcs,

TaKk Kak UJET pa3orpeB meud A0 paboueil Temmeparypbl. IHTEHCHUBHBIN POCT MaccChl
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oOpa3sna HabmogaeTcs, Ha 60 MUHYTE, UTO COBIAIA€T C MOMEHTOM BBIXO/Ia TIEYH HA TEM-

neparypy 600 °C.
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Pucynok 3.5 — Tepmorpamma npornecca azotupoanus UN npu 600 °C (macca o6pasia
89,65 mr, 00bEMHBIN pacxoy azota 50 mu/mun). Ha BctaBke npuBeseHa quddepeHim-
anbHOM KpuBas (JTT) — ckopocTh H3MEHEHUSI MACChl BO BpEMEHU

Hauunnas ¢ 600-ii MUHYTBI KHHETHYECKAsI KpUBasi U3MEHEHHSI MACChl BBIXOJAUT HA
JUHEWHYIO 3aBUCUMOCTh OT BpeMeHHU. COorjacHO pacyeTy MaTepualbHOTO OajaHca, STOT
JUHEWHBIA y4acTOK OOYCJIOBJIEH MOTJOlIeHueM mpumecHoro kuciopoaa (< 0,0001
00. %), comeprkalerocss B a3oTe mpu 3agaHHoM pacxonae 50 mu/muH. Takum oOpaszom,
IIepexXo]i KHHETUYECKOM KPUBOM K JMHEWHOMY YYaCTKYy XapaKTEPU3YeT 3aBEPIICHHUE OC-
HOBHOTI'O Mpoliecca a30TUPOBAHUSI MOHOHUTPHIA YpaHa.

B n3orepmuueckux ycmosusax npu 600 °C mponecc nporekaer B Teuenue 10 yacos
(BKJIFOYAs 3TAN HArpeBa nevm). 3a 3TO BpeMsi U3MEHEHHUE MAaCChl COCTaBIsAeT okoio + 4,39
Mmac. %, 4TO COOTBETCTBYET OpyTTO-cOocTaBy UNj77. YUuThIBasl MOMJIOIMIEHUE NIPUMEC-

HOT'O KHCJIOpoJa B TedyeHue 10 4acoB 3KCIEpUMEHTa, pacueTHOE coJepkaHue (a3bl 11-

OKCHJA ypaHa B MPOIYKTE cocTaBisieT ~ 4 mac.%.
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Ha BcTtaBke (pucyHok 3.5) npuBeaeH rpaduk 3aBUCUMOCTU TuddepeHInanIbHOMI
tepMmorpaBuMerpuueckoil (JITT) kpusoit oT Bpemenu. E€ puznueckuii CMbICI — CKOPOCTh
M3MEHEHMsI Macchl 00pas3lia B 3aBUCUMOCTH OT BpeMeHHU. [IuK CKOpoCTH M3MEHEHUS
Macchbl COOTBETCTBYET Touke nepernda TI'-kpuBoi U oTpaxaeT MaKCUMaJbHYIO UHTEH-
cuBHOCTh npouecca. [Ipu 600 °C skctpemym npuxoautcs Ha 150-10 MUHYTY 3KCIiepu-
MEHTA, YTO COOTBETCTBYET 90 MUHyTaM M30TEpPMHUYECKOM BbIIAEPKKE. COrIacHO 3TOMY
rpauKy, CKOPOCTh PEAKIIMU 3HAUUTENILHO CHIDKaeTCsl B pailone 600-it MunyThl. Makcu-
MallbHasi CKOPOCTh U3MeHeHus1 Macchl coctaBuiia 0,029 %/mun (viu 294 Mr/mMuH B iepe-
cuete Ha 1 kr ucxogunoro UN).

Hecmotps Ha oxupgaeMoe TOCTUKEHHE PABHOBECHUS MPU JJIUTEIBHON BBIIEPKKE,
TI'-kpuBas He BBIXOAMT HA IJIATO MOCTOSIHHOM Macchl faxke nocie 2000 MuUHYT dKcnepu-
MEHTa, a CyMMapHbIi npuBec coctaBiaeT + 6,15 mac.%. Teopernueckoe yBennueHue
Macchel oopasna npu nepexogax UN—UN3 u UN—UN; coctaBnseT + 2,78 % u + 5,56 %
cooTBeTCTBEHHO. HalmrogaeMoe B SKCHEpUMEHTE HM3MEHEHHME Macchl o0pasna
(+ 6,15 mac. %) cBsI3aHO C OKUCIIEHHUEM MOPOIIIKA BBHICIIUX HUTPHUIOB ypaHa IPUMECHBIM
KHCIJIOPOJOM M3 MIOTOKA rasa.

B pesynbrare sxcnepumenTta (o uctedeHuu 2000 MUHYT) OBbLT MOJYYEH MOPOIII-
KOOOpa3HbI MPOAYKT, KOTOPBIM ObUT OXapakTepU30BaH PEHTTEHO(PA30BbIM aHAIHU3OM.

HudpakTorpaMma nojry4eHHOTO 00pasiia MpecTaBlieHa Ha pucyHke 3.6.
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Pucynok 3.6 — PentrenorpamMmma nopoiika, 0opa3oBaBIierocs mnociie 00padboTku 00-
pasua UN B teuenne 2000 munyT B atmMmocepe azora npu 600 °C
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CormacHo pesyibTaTaM MOTYKOJUYSCTBEHHOTO aHaln3a AUGPAKIIUOHHBIX JTaH-
HBIX, TIPOTYKT B3aUMOJCHCTBUS COCTOUT MPEUMYIIIECTBEHHO M3 OKCUIHBIX (Pa3: OKTaOK-
cuna tpuypana UszOg (~ 65 mac. %) u quokcuaa ypana UOz (~ 28 mac. %), B TOo BpeMs
KaK CyMMapHasi 10J1s1 BBICHIUX HUTPHUAO0B cocTaBisieT okoso 7 mac. % (UN2 ~ 5 mac. % u
UoN3 ~ 2 mac. %).

CornacHo kuHeTHYECKOM KpuBoU 1pu temmeparype 600 °C ckopocTh B3auMOIei-
ctBus UN ¢ a30TOM OTHOCUTEIHHO HEBEJIMKA, B TO BPEMs KaK KHCIOPO/I, TIPH 3TON TEM-
neparype, MOTHOCTHIO TOTIIOMASTCS U3 Ta30BOTO MOTOKA.

Ha ocHOBaHMM TOJTyYEHHBIX JTaHHBIX CIEITaH BBIBOJ O HEOOXOIUMOCTH yBeIHde-
HUS CKOPOCTH B3aMMOJICHCTBYS HUTPUA YpaHa ¢ a30TOM, YTO MTO3BOJUT COKPATUTH TIPO-
JOJKUTENBHOCTD TIpoIlecca U, Kak CJIeJICTBHE, MUHIMHU3UPOBATh MOTJIONIEHUE TIPUMEC-
HOTO Kuciopona obpasnoM. C 1menbi0 WHTEHCU(DHUKAIMYA B3aWMMOICHCTBHS TTOBTOPHBIN
3KcrepuMeHT nposenu npu 850 °C.

Ha pucynke 3.7 npencrasnena tepmorpamma (TI'-kpuBasi) npouecca a3oTupoBa-

Hust UN npu temnieparype 850 °C. M3menenue maccel oopasia coctaBuio + 4,09 %.
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Pucynok 3.7 — Tepmorpamma nporecca azotupoanus UN npu 850 °C (macca o6pa3siia
147,67 mr, 00bEMHBIN pacxon azota S0 mu/mun). Ha BctaBke npuBeneHa quddepeHiu-
anbHOM KpuBas (JTT) — ckopocTh H3MEHEHUSI MACChl BO BpEMEHU



50

Ha tepmorpamme BUAHO, YTO B TE€UEHHUE MEPBBIX 25 MUHYT dKCIIEpUMEHTA (10 J0-
ctuxenus 280 °C), BzaumoneiicTBus HeT. Hauunas ¢ 70-if MUHYTBHI HaOMIO1a€TCS pE3KOE
YBEJIIMUEHHUE CKOPOCTU PEAKIMHU, KOTOpOe OTUeTInBO BUAHO Ha rpaduke JTI (BcTaBka
Ha pucyHke 3.7). OxcrpemyMm I TI-kpuBoit npuxoautcs Ha 80 MHUHYTY, 4TO COOTBET-
cTByeT Temneparype oopasua 800 °C. AkTUBHas cTaaus a30TUPOBAHUS MPOTEKAET B Te-
yeHue 70 munyT (uHTepBai ¢ 70 mo 140 MUHYTBI) U 3aBEpIIAETCS C MPOMEKYTOUHBIM
npuBecoM +3,91%. Takoe n3MeHeHnEe MacChl COOTBETCTBYET (POPMHUPOBAHUIO BBICIIIETO
HUTpHUAA ypaHa opyTtro-coctaBa UN1.70. CoriiacHo pacueTy MaTepHalbHOro OaiaHca, mo-
[JIOLIEHHUE MPUMECHOTO KUCIIOPO/Ia 3a 3TOT BPEMEHHOUM MHTEpBaJ MPUBOAUT K 00pa3oBa-
Huto 0,57 mac. % dazst UOo.

OO011as TpoaOJIKUTENBHOCTD IKCIIEpUMEHTa cocTaBriia 440 MUHYT, a OKOHYATEIb-
HbIi nipuBec coctaBui 4,10 %. JIuneiHsiil npupocT Macchl, HabM0AaeMblil ocie 135-it
MHHYTBI, XapaKTEPU3YETCS MOCTOSIHHOW CKOPOCTHIO MOCTYIUIEHUSI TPUMECHOTO KHUCIO-
po/ia B peakIMOHHOE MPOCTPaHCTBO. K KOHIy OmbITa pacyeTHas J0Jsl MPUMECHOU (ha3bl
UO; Bo3pacraet 1o 1,8 mac.%. MakcumainbHasi CKOpOCTh M3MEHEHHS MacChl 00pasia co-
craBuia 0,288 %/mun (vwim 2,88 r/MUH B mepecuere Ha 1 KT MCXOJIHOTO MOHOHUTPHUJIA
ypaHa).

B pe3ynbTaTe sKcriepuMenTa ObLI MOJy4YeH MOPOIIKOOOPA3HBIM TPOIYKT, KOTOPHIN
ObLT oxapakTepu3zoBad MeTooM PDA. /Tudpakrorpamma nmojrydeHHOro odpasua mnpea-
craByieHa Ha pucyHke 3.8. ComnocTasiss MPUBEC U TAHHBIE PEHTT€HOTPAMMBI, [TOJTy4aeM
UNi1.70 = (U2N3 + UN17 + UN2) u, ornensno ¢azy UO:.

[To pe3ynbTaTaM 3KCIEPUMEHTOB OBLIO YCTAHOBJIEHO, YTO B PE3YyJIbTATE B3aUMO-
nevictBust UN ¢ a30TOM 00pa3yeTcs NOPOIIOK, KOTOPBIA COCTOUT U3 BBICIIMX HUTPHUAOB
ypaHa takux kak UzN3, UN17u UN2. Ha ocHoBanum npon3BoaHbix TI'-kpuBbIX Ha pu-
cyHkax 3.5 u 3.7 MOXHO cienaTh BBIBOJ O TOM, YTO HauOOJbIIas CKOPOCTh U3MEHEHUS
Macchl gocturaercs B 1,875 pa3 OvicTpee npu Temmneparype npotecca 850 °C, yeM npu
600 °C.

N3 cpaBHEHUS 3TUX ABYX 3KCIIEPUMEHTOB BHIHO, UTO MTPOLECC A30TUPOBAHUS IPU

600 °C KMHETUYECKU CHIIBHO 3aTPpyIHEH. ECu cunuTath BpeMs IKCIEPUMEHTA OT Hadasa
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BBIXO/Ia Ha 3aIaHHYI0 TeMIeparypy, To npu 600 °C azoTupoBaHue MPOJOIIKAIOCH 9 ya-
coB, a nipu 850°C — 70 munyT. UeM Ooblle JIUTEIBHOCTh IKCIIEPUMEHTA, TEM BBIIIIE
oynet conpepxxkanre UQOz. 11 MUHUMHM3aUU BIUSHUSA IPUMECHOTO KUCIOPOJAA B razo-

BYIO JIMHUIO JOIIOJITHUTCIBHO OBLI YCTAaHOBJICH OJIOK OYHMCTKH HA OCHOBE MECOMH.
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Pucynok 3.8 — PenTrenorpamMmma nopoiika, 0opa3oBaBIIerocs mnociie 00padboTku 00-
pasiia UN B atmocdepe azora pu 850 °C

[ToapoOHOE U3yyeHrne KUHETUKHU B3aUMOJIEHCTBUSI MOHOHUTPHUJIA YpaHa C a30TOM
npu Temmepatypax 600, 700, 800 u 850 °C 010 npoBeneHo Ha odpasiax UN maccoit
600 £+ 100 Mr. 3aBUCUMOCTH MaccChl OT BpeMEHU ObUIH NIEPECUUTAHbI B CTENIEHb MPEBpa-
mieHus (o). Kunetuueckue KpuBble MPECTaBICHBl HA pUCYHKE 3.9.

XapakTep MOJIy4YEHHBIX KHHETHYECKUX 3aBUCHUMOCTEH CTENEHU MPEBpPAIICHUS OT
BPEMEHU JEMOHCTPUPYET CHIBHYIO TEMIIEPATYPHYIO 3aBUCUMOCTh CKOPOCTHU IMpolecca
azotupoBanusi. C MOBBIIIEHUEM TEMIEPATyphl HAOIIOAAETCS CMEIIEHUE KPUBBIX B CTO-
POHY MEHBIIINX BPEMEHHBIX MHTEPBAJIOB M PE3KOE YBEIMYEHUE HAKIOHA HaydaJbHbBIX

YYaCTKOB.
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Pucynok 3.9 — Kunernueckue kpusbie B3anmoaencTsusg UN ¢ a30TOM MpH pa3HbIX
TeMIeparypax

DHEPrur0 aKkTUBALUM Ipolecca a30TUPOBAHUS OLECHHUBAJINM M30KOHBEPCUOHHBIM
(6esamonenbHBIM) MeTog0M Dpuamana [76]. i 3TOro mo SKCIepuMEHTATBHBIM KHUHE-
TUYECKUM KPUBBIM ONPEACIISUIN BPEMS £, 32 KOTOPOE IOCTUTATUCH (PUKCHUPOBAHHBIE CTeE-
neru npespamenus o = 0,1; 0,3; 0,6 u 0,9 npu paznuuneix Temneparypax. COOTBETCTBY-
IOIIIME 3aBUCUMOCTH OBUIM MOCTPOEHBI B KoopauHarax In(¢) — 1/T, rme Tanrenc yria
HaKJIOHA IPsIMO MponopiioHaiieH Benuuune Eo/R. [TonyueHHble 3aBUCUMOCTH MPEJICTAB-
JeHbl Ha pucyHke 3.10.

3aBUCUMOCTH UMEIOT BBIPAKCHHBIA HEJIMHENHBIA XapaKTep C OTYETIMBBIM HU3JI0-
MoM. Hanuume IByX y4acTKOB C IPUHIIMIUATBLHO PA3HBIM TAHT€HCOM YTJIa HAKJIOHA CBU-
JETEJIbCTBYET O CMEHE JINMUTHUPYIOIIEN CTAUU TPOLECCA A30TUPOBAHUS IPU U3MEHEHUH
TeMnepaTrypbl. B cBsI3U ¢ 7TUM pacyeT KaKyllehcs SHEPTuu aKTUBALUU TPOBOIUIICS IS
Hu3KkoTemneparypHoro yudactka (600—700 °C) u BeicokoTemmepatypHoro (800—-850 °C)
1o otaenbHoCcTH. B Tabnuie 3.5 npeacraBieHbl pacueTHbIE 3HAUEHUST KaXyILeucs IHep-

T'MHM aKTUBAaIlUH.
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Pucynok 3.10 — 3aBucumocTu jorapudma BpeMEeHH peakiuy a30TUPOBAHUS MOHOHUT-
puIa ypaHa oT 00paTHOU TemnepaTypsl Ipu (UKCUPOBAHHBIX CTEIIEHSIX MPEBPAIICHUS

Tabnuma 3.5 — Kaxymiasics sHeprusi akTUBALMK IIpoliecca a30THPOBAHUS MOHOHUTPU/IA

ypaHa
Cremnensn Haxknon DHeprusi akTUBalluu Ha Haxknon DHeprusi akTUBAIMU Ha
npespauie- | ydactka 600— | yudactke 600-700 °C, yuactka 800— | yuactke 800-850 °C,
HUS, O 700 °C kJ>x/MOb 850 °C kJI>x/Monb
0,1 31474 262 —1236,5 —10,27
0,3 28379 236 —945.,5 —7,86
0,6 26542 221 14614 12,1
0,9 28582 238 3716,0 30,9

B Hu3KkOTEeMmepaTypHOM MHTEpBaJe JJi1 BCEX CTENEHeH mpeBpailenus Habmoaa-

€TCsl CTaOMJIBHBIN KPYyTOM HAKJIOH MpsIMBbIX. PaccunTaHHbIE 3HAUEHUS KaXKylIehHcs YHep-

TUW aKTUBALMHU COCTaBIAIOT 239 + 23 x/[)/Mounb. [locTosHCcTBO BenunHbl Ea HA MpoTS-

JKCHHUM BCCTO ITPOHECCa YKA3bIBACT HA MMPOTCKAHUC PCAKIIMU B KUHCTHYCCKOM PEIKNMCE.

B BrIcOKOTEMITEpATYypHOM 00JIACTH HA HAYANIBHBIX CTaAUSIX a3oTupoBaHus (o= 0,1

u o = 0,3) HaOmroaeTCcss OTPHUIATENIbHBIN HAKJIOH M30KOHBEPCHOHHBIX 3aBHCHMOCTEH,

yT0 (hOpMAJIbHO TIPUBOIUT K OTPHUIIATEIFHOM SHEPTUM aKTHBAIMU. JlaHHBIN (haKT MOXKET
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OBITH CBSI3aH C TEPMOJUHAMUYECKUMH OCOOCHHOCTSIMU OOpaTUMOM aicopOIIMM a30Ta Ha
MMOBEPXHOCTU MOHOHUTPHU/JIA YpaHa, UHTEHCUBHOCTb KOTOPOW CHUXKAETCS C POCTOM TEM-
nepaTyphbl.

C yBenuuenueM riayounsl npespamienus (o = 0,6 u o = 0,9) Bnusinue oOpaTuMon
a7copOLMK CHUKAETCS U HAKJIOH MPSIMBIX CTAHOBUTCS MOJOKUTEIIbHBIM. DHEPIUsl aKTH-
BaIlMU Ha 3TUX ydacTkax coctanisieT 12 u 30 k/[»/Momb, 4TO SBISIETCS IPU3HAKOM TEpe-
xoJ1a poriecca B 11U y3MOHHBIN pexuM. B 3TUX yCIOBUAX CKOPOCTh a30TUPOBAHUS JIH-
MUTHPYETCS TPAHCMIOPTOM a30Ta, Yepe3 HApacTAOUIUN CIION NPOIyKTOB peakinu. Y Be-
nuyeHue Ea ¢ pocToM cTeneHu npeBpaiieHus oTpaxaeTr pocT 1uddhy3uoHHOT0 COPOTHUB-
JICHUS 10 MEPEe YBEIUYEHUSI TOJIIUHBI CJIOS MPOYKTA.

Takum 00pa3oM yCTaHOBJICHO, YTO JIUMUTUPYIOIIUN MEXaHU3M PEaKIU a30TUPO-
BaHMA MOHOHHUTpPHJA ypaHa 3aBUCHUT OT TemIeparypsl npouecca. B uaTepBane 600—
700 °C peakiusi IPOTEKAET B KWHETUYECKOM PEKUME C IHEPTeTHUYECKUM OapbepoM 239
+ 23 x/I>x/MOJb, B TO BpeMsi Kak Mpu NoBkIIeHuU TemnepaTtypsl 10 800-850 °C mporecc
OTpaHUYEH CKOPOCThIO AU Py3un a3oTa yepes cloi MPOoAyKTa U TeMIEpaTypHOU 3aBU-

CUMOCTBIO COpPOLIMOHHBIX MTPOIIECCOB HA MOBEPXHOCTH pazena das.

3.2 I[eaSOTI/IPOBaHI/Ie CHUCTEMBI, I/IMI/ITprIOHICﬁ HUTPUIHOEC SHAICPHOC
TOIIJIMBO

3.2.1 JIutepaTtypHbiii 0030p

Omnepanust Aea30TUPOBAHUS IPEACTABISAECT COO0N TEPMUUECKOE Pa3I0KEHUE BbIC-
IUX HUTPUAOB ypaHa 10 MOHOHUTPHUJA, TOJIYUYEHHBIX Ha CTaauu azoTupoBaHus. [Ipo-
11ecC MPOBOJISIT B BAKyyMe WJIM B TOKE HHEPTHOTO T'a3a MpH MOBBIIIIEHHON TEMIIepaType.

B paborte [61] aBTOPBI HCClIeA0BAIN KUHETUKY pa3sioxkeHust AMHUTpuaa ypana UN2
no mononutpuaa (UN) mytem ero HarpeBa B MuHepTHOU armocdepe aprona g0 1100 °C.
OtmeueHo, uto npu temneparypax > 675 °C UN; paznaraercs 1o a-UzN3, a moaHoe pas-
JI0’KEHUE 10 MOHOHUTPHUAA MPOUCXOIUT MPHU TeMiiepatypax Boiiie 975 °C npu naBieHuu
10° ITa. Xots B paboTe HE MPEACTaBICHA HU OJHA KHHETHYECKAs KPUBask PA3JI0KEHUS,

aBTOPHI paccunTaliu 3Hepruto aktuBanuu odpazoanus UN u3z UN;, koTopasi coctaBuiia
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423,8 + 0,3 xJIx/monb. Takke uccineqoBaTeNy yKa3blBalOT Ha MPUCYTCTBUE B 00pa3iax
nocie 3xcnepuMeHToB (hazel UO2, conepxanne KoTopoi gqocturaet 3,2 mac. %.

ABTOpBI paboThl [62] HcclienoBaid TEPMUUYECKYHO CTAOUIBHOCTh U (ha30BBIC
npeBpaieHusi BeIciiero Hutpuga ypaHa UNz.x MeTogaMu TepMOJeCcOpOILIMOHHOM
criektpomerpu, POA U CckaHUpYIOIIEH 3IEKTPOHHOM MHUKPOCKONUU B YCIIOBHSX
BoicOKOro  Bakyyma  (5-10%Tla).  DkcmepuMeHTanbHO ~ ObUI  yCTAHOBIEH
JIBYXCTYNEHYAThIl ~ XapakTep JecopOiuu  a30Ta, MO3BOJUBIIMI  ONpPEACIIUTH
mocieIoBaTeIbHOCTh (ha3oBbix mpeBpaiieHuii UN2 — a-UoN3 — UN. IlepBas cragus
paznoxenuss (UN2— o-UzN3) mporexkaer npu Ttemmeparype 449,8 °C, a Btopas
(a-U2N3 — UN) ipu 764,8 °C npu nasnennu 5 - 1078 ITa. HecMOTps Ha BBICOKHI BAKYyM
aBTOPBI OTMeUaroT pucyTctBue gaszsl UO2 B 0Opasiiax nociae 3KCIepruMeEHTOB.

Ha pucynke 3.11 npeacraBieHa temnepaTypHas 3aBUCHMOCTb JABIICHUS MAPOB
azora B cuctreme UN — UNis no nmannem [63-65, 71, 77]. IIpu temneparype 1200 °C
paBHOBECHOE JaBlieHUE a30Ta coctaBisgeT 15,9—19,2 klla, yero goctaTouHo s ero 3¢-

(heKTUBHOTO yJIaJIeHUs U3 PEAKIIMOHHOTO MPOCTPAHCTBA B TOKE aproHa.

o —e— Katsura & Sano (1966)
5

= 4x10° 7 | —e—Gross P. et. al. (1962)
-

% —e— Lapat P. et. al. (1964)
[ —e—Bugl J. et.al. (1964)
- 3xl()5 - P(N2).Tla | P(N2).Ila | P(N2).Ila | P(N2), Tla

7 oc Katsura& Sano Gross P.et al (LapatP. etal BuglJ et al
(1966) 1962) (1964) (1964)

GE) 1000 959,56 93451 886,54 1046.16
5] 1050 215993 211262 198075 235181
c[—') 5 105 1100 458203 450047 4738 498404

x10° 1 1150 922333 9091,07 834615 1001935

5 1200 1770155 175082 1592245 | 1920024

m 1250 3254957 3229820 | 2911485 | 3528748
1300 57578,73 5730747 51233,79 62365

E 1350 9833679 9815197 | S707141 | 10641987
o 1400 162658.03 | 16278658 | 14335998 | 17588643
g 1X105 - 1450 26130647 26217184 | 22930415 28234327
o 1500 40870804 | 4110363 | 3571831 | 44129548
=
o}

[P]
=]

[aa]
< 0 -

=

I v I ! I v I v I ! I
1000 1100 1200 1300 1400 1500
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Pucynok 3.11 — JIaBnenne napoB a3ota B cucteme UN - UN1 .5 B 3aBUCUMOCTH OT TEM-
neparypol
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Teopernuecku, paznoxenue gpazsl UN1.73 B UHEPTHOU aTMOC(epe ITPH TeMIIepaTy-
pax Boiire 800 °C 10JKHO MPOTEKaTh Yepe3 MPOMEXyTOUHOE 00pa3oBaHuE TeKCaroHalb-
Holt Mogudpukanuu B-UzN3, ¢ mocnenyromum ee nepexoaoM B UN. Tem He MeHee, B pa-
6otax [78, 66] oTMedeHO, UTO MpHU Pa3I0KeHUHU BhIcIINX HUTPUAOB B-U2N3 He ObuT 00-
Hapy>xeH. BeposiTHOI npuunHON cTaOMIN3auu o-(pa3bl SIBASETCS MPUCYTCTBUE MPUMEC-
HOT'O0 KHCIIOpOJa B MCXOJHBIX 0Opa3nax. Tak, mo maHHbeIM [66], conepkanne UO2 B uc-
cieayeMbix oopasuax coctaisiio 2,2-3,2 mac. %.

CornacHo TUTEpATypPHBIM TaHHBIM, ITPEACTABICHHBIM B Ta0mulle 3.2 pa3iioxKeHue
BbICIIEr0 HUTpHUAA ypaHa coctaBa UN1.73 1o moHoHUTpHAA UN conpoBOKIaeTcst yMEHb-
meHneM MoJIbHOTO 00BbéMa Ha ~30 % u nepecTpoiikoit 00bEMHO-IIEHTPUPOBAHHOM KyOU-
yeckoi pemeTkd HuTpuaa UN1.73 Ha TpaHEHEHTPUPOBAHHYIO KyOMUECKYIO PEIIETKY MO-
HoHuTpuaa UN. DTOT nepexo/ MpUBOIUT K AUCTIEPTUPOBAHUIO TOTUIMBHON KOMIIO3HUIIHH,
9TO crocoOCTBYeT €€ 3(PPHEKTUBHOMY OTIEIEHUIO OT ()parMEHTOB 000JIOUEK TBIJIOB U

BBICBOOOXKCHUIO JIETYYUX MPOYKTOB JieJIeHUs (1e3Usl, pyOuausi, KaaAMus).

3.2.2 TepmMuveckoe pa3iio:KeHUe BbICIIMX HUTPUI0B YPaHA

PaznoxeHnne BhICIINX HUTPUIOB YpaHA NPOTEKAET MO peakusm 3.8 u 3.9:

UN173=UNis5+ 0,115N2, AG =—18,7 xJIx/mons ipu 1200 °C, (3.8)
UNis5=UN + 0,25N>, AG = +13,9 xJIx/mons ipu 1200 °C. (3.9)

[Ipu temneparype 1200 °C B 3aMKHYTOW CHUCTEME TEPMOIWHAMUYECKHA BO3MOKHO
MPOTEKAHKUE TOJBKO MEPBOM cTaauu pasznoxeHus (peakius 3.8). I3MeneHnue cBoOO AHOM
sHepruu ['nb0ca BTopoit ctaguu (peakuus 3.9) NoJ0KUTEIBHO, UTO ACNIAeT NalbHeIiee
pa3lioKEHUE B PABHOBECHBIX YCIOBHUSAX HEBO3MOXKHBIM. OJHAKO, MOCKOJIBKY OJHUM W3
MIPOJAYKTOB PEAKIUU SIBISIETCS ra3000pa3Hblid a30T, €r0 IPUHYAUTEIIbHBIN OTBOJ U3 30HBI
peakiuu (IyTeM BaKyyMUPOBAHUS WU YHOCA TOTOKOM UHEPTHOIO ra3a) CMENaeT XUMHU-
YECKOE PaBHOBECHUE PEAKIIMU BIPABO, 00ECIIEYUBAs MOJHOTY MPOTEKAHUS PA3JIOKEHUS

UN 1.5 10 Mmononutpua ypana (UN) [82].

CornacHo peakuuu 3.9 KOHCTaHTa PAaBHOBECHS paBHA KOPHIO YETBEPTOW CTEIICHU U3

naBieHus a3zota (peaxius 3.10).
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UN][N.J*
K= | [t]ﬂ[mz]] D). (3.10)

Pacuetnoe maBnenue azota B cucteme UN1s-UN npu 1200 °C coctaBnsietr 430,3 Ila,
yTO noutH B 40 pa3 MEHbIIE IKCIEPUMEHTATIBHO MOTYYEHHBIX 3HaueHu. CToJb Cylie-
CTBEHHOE pPAaCXOXJIEHHE OOYCIIOBJIEHO HECTEXMOMETPUYHOCTHIO BBICHIMX HHUTPUJIOB
ypana. B pa6ote [71] U2N3 roroBuiiu, npomyckas a30T HaJl MOHOHUTpUI0M ypaHa (UN)
npu 850 °C. Hamu Ob1I0 TTOKa3aHO, YTO TAaKOE a30TUPOBAHUE MPUBOIUT K 00OpPa30BAHUIO
(ha3pl MOTYTOPHOTO HUTPHUJA YpaHa, IPEeACTaBISAIONIEH cOO0M TBEPABIM pacTBOP C MIKUPO-
kol obnacteio HectexuoMerpuu (UNis — UNz). IIpu mocneayromnieM HarpeBaHuu 10
1200 °C cHavana mpoTeKaeT TEPMHUIECKOE Pa3I0KEHUE 3TON HECTEXUOMETPUUHOM (pa3bl
710 TIOTYTOPHOTO HUTpHUIA ypaHa (peakuus 3.8). IMeHHO 3TOT npolece AecopOLnu a30Ta

1 (hopMUpPYET BBICOKOE JaBlieHHEe, PUKCHpyeMoe rucciieloBaTeaMu B pabotax [63-65].

3.2.3 PacyeTrHblii COCTAaB MHOIOKOMIIOHEHTHOM CHUCTEMbl, HIMUTHPYIO-
el HUTPUIHOE 00JIy4YeHHOE /IepHOe TOILIMBO MOCJe 1ea30THPOBAHMS

[IpyHUMas BO BHUMaHUE BBIMIEU3IIOKEHHOE, JIJIT MOJACIUPOBAHUS TpoIlecca Je-
a30TUPOBaHMS OblTa MPUMEHEHA METOJMKAa MHOTOCTAIUHHOTO KBa3WOTKPBITOTO PEak-
Topa. MoienrpoBanne pa3oMBaIOCh Ha IMOCIEI0BATEIbLHBIC PABHOBECHBIC IIAaTH, Ha KaXK-
JIOM 13 KOTOPBIX U3 Ta30BOM (pa3bl pacueTHON CUCTEMBI MPUHYAUTEIBHO YIAISIICS 00pa-
3yromuiics a3ot (N2), 4To obecrieunBano HEMPEPHIBHOE CMENIEHUE XUMUYECKOTO PaBHO-
BECHs B CTOPOHY 00pa30BaHWs MOHOHHTPHUJA YpaHa B COOTBETCTBHH C TpHUHITUIIOM Jle
[Ilatense. B pe3ynpraTe TEpMOIMHAMHYECKOTO MOJEIMPOBAHUS C IMOIIATOBBIM yalie-
HUEM a30Ta U3 30HbI PeaKIUU ObLT MOTYyYeH PABHOBECHBIM COCTAaB CUCTEMBI, HUMHUTHPYIO-
et autpuanoe OAT, npencrasnenuHsiil B Tadmuie 3.6. Cocta ra3zoBoi ¢a3sl IPUBEICH

B Ta0muue 3.7.

Ta6numna 3.6 — CoctaB TBep0it (ha3wl cucteMbl, uMutHpytoieit HutpuaHoe OAT nocine
neazotupoBanus. (temmneparypa 1200 °C, naBienue 1 atm)

Daement / | MaccoBas Conepxa- Jnement / MaccoBas Conepxa-
Ne o HUE, Ne | coennne- o HUE,
coenquHenue | moad, % noirst, %
KI/T HUE KI/T
1 | (UosPuo2)N | 4,88 - 10! | 4,77 - 10> | 21 YN 6,27 - 102 | 6,13 - 10!
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Ne Dnement / | MaccoBas Coﬁilf; Ka- Ne ?;;:ZIEEZ_/ MaccoBas Coig:{ca—
"~ | coenquHeHUE | 10, % ’ B nomst, % ’
KI/T HHUE KI/T

2 UN 4,10 -10' | 4,01 -10%> | 22| Ag(x) |5,09 102|498 10!
3 PuN 4,2 4,19 - 10" | 23 PmN 3,18-102 | 3,11 107!
4 ZrN 6,54 - 10" | 6,39 24 NpN 2,99 -102 2,92 10!
5 NdN 6,50 - 107" | 6,35 25 EuN 2,83 -102|2,76 - 107!
6 Ru 6,43 - 107" | 6,29 26 GdN 2,66 - 102 | 2,60 - 107!
7 NdPds 523-10"| 5,11 27 LaSb 2,16 - 102 | 2,11 - 107!
8 Mo 4,63 - 107" | 4,53 28 CmN 1,58 - 102 | 1,54 - 10,4
9 CeN 438 - 10" | 4,28 29 PrSe 1,55-102 | 1,52 - 104
10 BaTe 2,86 - 107" | 2,79 30 Pd 1,21 - 102 | 1,18 - 107!
11 LaN 2,60 - 107" | 2,54 31 NdC» 9,64 - 102 | 9,42 - 10
12 PrN 2,49 - 107" | 2,44 32 LaSe 7,28 -107° | 7,11 - 102
13 SmN 2,40 - 107" | 2,35 33 In () 3,91 -107° | 3,82 107
14 MoC 2,31 - 10" | 2,25 34 PrSb 2,00 - 1072 | 1,96 - 102
15 CePd3 2,09 - 107" | 2,05 35 TbN 1,71 - 103 | 1,67 - 102
16 Rh 1,99 - 107" | 1,95 36 DyN 1,55-10° | 1,52 - 10
17 AmN 1,89 - 107" | 1,85 37 NdSe 5,42 - 10% 530107
18 Tc 1,70 - 107" | 1,66 38 Ge 2,28 -10% | 2,23 - 107
19 BaxSn 1,20 - 107" | 1,17

20 BaC; 9321021 9,11 - 10! Cymma 100,00 977,60

Ta6numa 3.7 — CoctaB ra3zoBoit (a3el cucremsl, umutupytomeid autpuanoe OAT nocrne
neazotupoBanus. (temmneparypa 1200 °C, naBienue 1 atm)

Ne DJIeMeHT kr/T OAT | Monb. % | Ne | Onement | kr/t OSAT | Momab. %
1 N2 (1) 9,23 - 10! 237-10' | 8 | Csala (1) | 5,41 -10° | 1,39 - 107
2 Sr (1) 3,80 9,76 - 10| 9 | Ag(r) |2,58-107 6,62 10*
3 Csl (1) 3,23 8,30 - 101 [ 10| Srla(r) | 1,64-103|422-104
4 Ba (1) 6,05-10" | 1,55-10"| 11| Sro(r) | 7,67 -10%|1,97-10*
5 Inl (1) 3,38 - 102 | 8,68-103|12| Sex(r) |3,05-10%|7,83-107
6 Cs2 (1) 2,48 -102 | 6,36 -10°| 13| Eu(r) 1,79 - 10* | 4,60 - 107
7 Bal (1) 7,20 - 102 | 1,85-107 Cymma 100,00 25,68

B tabnuue 3.8 nmpuBenen mapametp W, I KaXXJ0ro U3 3JIEMEHTOB, OMKCHIBAIO-
it MaccoByto 100 (%) komnonenTa mojaenbHoro OAT, ynansemoro B razoByio ¢azy

IIpu A€a30TUPOBAHUHU, OT €0 COACPIKAHHNA B HCXOHHOﬁ CHUCTCMC.
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Ta6mumna 3.8 — [Tapamerp W, 11 Ka)X10ro KOMIIOHEHTa ra30BOM (a3sl MPU A€a30THPO-
BAHUHU CUCTEMBbI, UMUTHpYOIIENH HUTpuAHOE OAT

OnmemeHT  Ag Ba Cs Eu I In Se Sr
W,mac. % 0,13 4,88 100 0,02 100 9,74 0,09 100

Ypan. [Ipu neazotupoBannu cuctembl, UMHTUpPYOLIEeW HUTpuaHoe OAT Boicimne
Hutpuasl ypana UoN3 u UNy 73 pasnaratorcs ¢ oopazoBanriem MmoHoHuTpuaa (UN).

I[lnyToHuii 1 MUHOPHBIE aKTUHUJIBI OCTAIOTCSI B BHJIE MOHOHUTPUJIOB IUIYTOHUS
(PuN), sentynus (NpN), ktopust (CmN) u amepurus (AmN).

He3uii. [Ipu Temneparype 1200 °C ocTaBmmiics B TOIUIMBE LIE3UM MOCIIE a30TUPO-
Banusa Bo3roHsaercs B Buae Csl, Csalz, Csa.

Temnepatypa kunenus noauaa uesus cocrasisaer 1280 °C. Onnako, nmpu Temrie-
patype nporecca neazotuponanus (1200 °C) naBnenue Hacwiennoro napa Csl cocras-
nsiet 424,7 mm.pT.cT [79]. DTOoro mocratoyHo aisg toro, utoosl Csl ymgansics u3 30HBI
peakinm MoTokoM pabdouero rasza (Ar). Takum o6pa3oMm COTJIacHO pacyeTaMm B CHCTEME,
nvuTupyromen autpuanoe OAT nocne mocienoBaTeNbHBIX ONEpaluil A30TUPOBAHUS-
J€a30TUPOBAHUS, HE OCTAETCA COCAMHEHUM, COAEPKAINX LIE3UM.

CTpoHuuii ocse a30TUPOBAaHMS HAXOIUTCS B cucTeMe B Bujie Tesnypuna (SrTe),
kapouna (SrCz) u nutpuaa (Sr3N2). C pocTtoMm TemmnepaTypbl 3TH COCIMHEHUsI pa3jiara-
FOTCSI, @ CTPOHIIMM BO3TOHAETCS B BUuIe Sr, Srlo, Sto.

Mo nonHocThio yaanseTcs u3 cucremsl B coctaBe noaunos mesus (Csl, Csalp),
unaud (Inl), 6apus (Balz) u ctponrus (Srl2).

Cepeopo mipu 1200 °C HaxoauTcs B paciuiaBI€HHOM cocTosiHuM. HekoTopas gacThb
cepebpa Bo3rousiercs (temmneparypa miasiaenus 960, 5 °C, kunenus 2167 °C, naBieHue
napoB 0,1 mm.pT.ct ipu 1163 °C, 1 mm.pT.cT. ipu 1330 °C), a yacTh ocTaeTcs B MeTal-
nuyeckoit ¢aze. EBponuii u ceyieH B ra3oBoii ¢aze 00pa3yroTcs Npu pa3ioKeHUU MOHO-

cenenua esponus (EuSe) mpu paboueii Temnepartype.
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3.2.4 KuHeTHKa 1€a30THUPOBAHNS MOHOHUTPHAA YPaHa

JluTepaTypHble JaHHBIE IO TEPMUUYECKOMY pa3iokeHuto o-UzN3 TpoTHBOPEUHBHI,
YTO 00YCIJIOBJICHO BJIUSIHMEM MPUMECEH, OCOOEHHO KUCIOPO/ia, Ha TeMIIepaTypy pas3io-
xeHust. COTJIacCHO UMEIOITUMCSI SKCIIEPUMEHTATBHBIM JaHHBIM, B YCIOBUSX Pa3psKEHUS
paznoxeHue HaunHaetcs npu temnepatype 800 °C, Torna kak B UHEpTHOU atMocdepe
Hayajo mpoiecca cmemnaercs B obnactb 975 °C. PaznoxkeHue mpoTeKaeT B MIMPOKOM
TeMIEPaTypHOM MHTEpBAJE U, B 3aBUCUMOCTU OT MapIUajJbHOIO a30Ta B CUCTEME, MOJI-
HOCTBIO 3aBepiuaercs B nHrepsaie tremmeparyp 1100-1250 °C [80, 81].

KuneTuky aea3oTUpoBaHMS M3ydalld MPU MOCIEI0BATEIILHOM MPOBEICHUM TPO-
1IECCOB a30TUPOBAHMS — JeazoTupoBanus. @parmeHT ucxoanou tabnetkun UN moasep-
raiau azoTupoBaHuto mpu temreparype 800 °C u nocienyroneMy 1€a30TUPOBAHUIO MIPH

1200 °C. IlonHas TepMorpaMma HHUKJIAYECKOrO0 MpoLecca MPEACTABICHA HA PUCYHKE

3.12.
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Pucynok 3.12 — Tepmorpamma nociegoBaTesbHbIX Npo1eccoB a30TupoBanusa UN npu

800 °C (yuactku I-1II) u neazotuposanus npu 1200 °C (yuactku IV-V). Hauanphas
Mmacca oopasia m(UN) = 1009,95 mr. Pacxon a3zorta u aprona — 50 mi/MuH

Ha pucynke 3.12 pumckumu miudpamMu ykazaHbl OCHOBHbBIE CTAJIUH MpOIecca.
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Cranus | (uarepBan 0-70 mun). XapaktepuszyeTcst HarpeBom o0pasiia 10 paboueit
TEMIIEPATYpPhl B TOKE a30Ta. B3auMonenCcTBUS HET.

Cranus 11 (uatepBan 70—-130 mMuH) DpOIOKUTENBHOCTRI0O 60 MUHYT OTBEYaET
MPOTEKAHUIO peakiuu a3oTupoBanusa. Ha ydactke Qpukcupyercsi CkaukooOpa3HOe U3Me-
HEHHE Macchl o0pasia, KoTopoe cocTaBuiao + 3,85 % OT UCXOAHOM, YTO B IIepecueTe Ha
CTEXMOMETPUYECKUIN COCTaB COOTBETCTBYET OOpPA30BaHUIO BBHICHIEIO HUTPHUAA YypaHa
opytro-hopmynbl UNje. CxkopocTh mponecca oTpaxkeHa auddepeHimaibHol TepMo-
IPaBUMETPHUYECKON KPpUBOW HA puCyHKE 3.13. DkcTtpemym npuxoaurces Ha 80-10 MUHYTY
AKCIEPUMEHTA, YTO COOTBETCTBYET MOMEHTY BBIXOJIa CUCTEMbI Ha U30TEPMUYECKYIO BbI-
nepxky pu 800 °C u momaude azoTa B pabouyIo 30HY MEUH.

VYyactok III (uaTepBan 130-800 mun). [Ipencrapiser co00i AMUTENbHYIO U30TEP-
MUYECKYIO BBIIIEPKKY B atMocepe azota. Ha TT-kpuBoii B Teuenue 670 MuHyT HabII10-
JaeTcs JIMHEWHBIM pOCT Macchl oOpasna (momoauutenbHo Ha 0,18 %). anHblil 3¢ dexT
00yCIIOBJIEH MOTJIONIEHUEM 00pa3loM MPUMECHOTO KUCIOPOAa U3 MTOTOKA a30Ta.

Ha 800-i1 MuHyTE mpeKpaTuiu mojady azora B siueiiky. Pabouee mpocTpaHCTBO
M€Yy HavyaJlk MPOaYBaTh aprOHOM C TE€M K€ O0OBEMHBIM PAcXOJIOM M 3aIyCTUIN HArpeB
neun 10 1200 °C co ckopocthio 10 K/muH.

VYyactok IV (uatepBan 800870 MuH) COOTBETCTBYET pocTy Temreparypsl o 800
10 1200 °C 1 Hayany TEpMUYECKOTO pa3noKeHuss HUTpUaA0B. Heo6X01MMO OTMETUTE, YTO
B MOMEHT CMEHBI ra3a ¢ a30Ta Ha aproH, Macca oOpasija MTHOBEHHO YMEHBIIIAETCs Ha
0,05 %. D10 ABNEHHE corinacyercsl ¢ MPEACTABICHUSIMUA O TEPMOJIUHAMHUYECKOW HECTa-
OMJILHOCTH BBICIIUX HUTPHUIOB YpaHa MPU HU3KKUX MAPLUHUAIBHBIX JABICHUSIX a30Ta JaxKe
nipu temneparype 800 °C [6].

VYyactok V (870-1300 MuH) oTBEYaeT U30TEPMHUUECKOMY PA3T0KEHUIO BBICIINX
HUATpUAO0B ypaHa npu temneparype 1200 °C. Kunetnka nea3oTupoBaHHsl HOCUT CTYIICH-
yaThlil XapakTep. Pa3noxkeHue BBICHIUX HUTPUIOB 10 MoJdyTopHOro coctaBa UNj s Tep-
MOJMHAMHYECKU paspelieHo (peakuus 3.8), B TO BpeMsl Kak MOCIEAYIOUUNA MEepexo
UN 15— UN xapaktepu3yeTcs MOJ0KUTEIbHBIM U3MeHeHneM sHepruu [ mooca (peaxuus

3.9). B cBs3u ¢ 3tuM mnonHoe paznoxkeHue 10 UN uHULMHpPYETCS HE MTHOBEHHO.
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['myOokoe pa3nokeHne HAaYMHAETCS NMPHU CHUKEHUU NaplUaJbHOrO JABJIEHUS a30Ta B
o0BbeMe MOPOIIKOBOTO CJIOA 3a CUET €ro HEMPEPHIBHOI'O YHOCA IOTOKOM aproHa.

Ha pucynke 3.13 mpexacrtaBnena guddepeHnanbias TepMOrpaBUMETpUUECKas
KpHUBasi, OTpaKaroIIasi CKOPOCTh U3MEHEHUSI MacChl 00pa3la B TEUEHHE IKCIIEPUMEHTA.

Ha srane azotupoBanust (craaus 1) Makcumym ckopocT ObLT JOCTUTHYT Ha 80
MuHyTe U coctaBui 0,67 %/MuH. DTan nea3oTUpOBaHUs pa3esieH Ha IBE CTauu pa3io-
xeHnus. [lepBblii tokanbHbI MUHUMYM cKOpOCTH (—0,013 %/mun B paitone 860 MUHYTHI)
OTHOCHUTCS K pasyioxkeHnto HUTpuaoB cocraBa UNi73 1o UNys. Ilocnenyrommii BeIXOA
CKOPOCTHU Ha IUIaTO XapaKTepHU3yeT MHIYKLIHOHHBII MEpUO], B TEUEHUE KOTOPOIO CKO-
pOCTh A€a30TUPOBAaHHUSI MUHHMalbHA. OCHOBHOW MUK H30TEPMUYECKOIO PA3IOKEHUS
npuxoaurces Ha 1100-10 MUHYTY 9KCIEPUMEHTA, TA€ CKOPOCTh NOTEPHU MACCHI JOCTUTAET
—0,028 %/muH. [Tuk umeer cuMMeTpudHyto GpopMmy ¢ nociaeayromum Berxogom A TT -cur-

Hajl1a K Hy.]'[@BOfI JIMHUU, 9YTO CBUACTCIILCTBYCT O 3aBCPIICHUH IIPOIECCa Pa3JIOKCHUA.
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Pucynok 3.13 — CkopocTh u3MeHeHust Mmacchl oOpasiia npu ero azorupoBanuu (800 °C,
yuactku [-III) u nocneayrouum neazoruposanuu (1200 °C, yuactku [V-V). Ucxonnas
Macca oopasia m(UN) = 1009,95 mr. O0bemuBbIH pacxof a3oTa v aprona 50 Mi1/MUH

CornacHo MOJyYeHHBIM JaHHBIM, CyMMapHasi MpoJ0JKUTEIIBHOCTD MpoIlecca Jie-
a3oTupoBaHus coctaBuia 450 MUHYT, TPU 3TOM U3MEHEHHE Macchl 00pasiia COCTaBUIIO

—3,61 %. Koneunast macca o06pa3iia He BEpHYJIach K UCXOJHOMY 3HA4€HUIO: B Touke 1250
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MUHYT OHa NpeBblmaeT uexoanyro Ha 0,43 %. HabmronaeMblii ocTaTOYHBIN pUBEC 00Y-
CJIOBJIEH MOIJIOLIEHUEM MPUMECHOI0 KHCIOPOa U3 MOTOKOB a30Ta U aproHa, 4To B Ie-
pecueTe Ha qUOKcH] ypaHa cooTBeTcTByeT 6,02 mac. % dazer UO:.

JudpakrorpaMma Mmopouika, moJxy4eHHOro B Pe3yJIbTaTe MOCIEeI0BATEIbHO MPO-
BEJICHHBIX LIMKJIOB a30TUPOBAHMS U J€a30TUPOBAHMS UCXOJHOTO MOHOHMTpHUJA ypaHa,
MpEJICTABJICHA HA pUCYHKE 3.14.

CornacHo pe3yibTaTaM KadeCTBEHHOIO PEHTIeHO()A30BOr0 aHajau3a KOHEYHBIN
MOPOIOK MPEACTaBIAET CO00M ABYX(a3HYI CHUCTEMY, COCTOAILLYI0 M3 MOHOHHMTpPHUIA
(UN) u nuokcupaa ypana (UOz). Bce audpakiimoHHble MaKCUMYMbl OMUMCHIBAIOTCS YKa-
3aHHBIMU KPUCTAJUIMYECKUMH CTPYKTypaMmH. Pediiekchl BBICIIMX HUTPHUIIOB ypaHa (o-

U2N3, B-UzN3, UN») Ha peHTreHorpaMMe OTCYTCTBYIOT.
80000
60000
40000+

20000

MHTEeHCHUBHOCTD, UMII

Pucynok 3.14 — PentrenorpamMmma nopouika, HoJIy4eHHOTO IOCIIE€ MOCIEA0BATEIbHBIX
nporieccoB azotupoBanus (800 °C) u aeazotupoBanus (1200 °C) MmoHOHUTpHUIA ypaHA

Hanuuue ¢aspl AByOKHMCH ypaHa Ha PEHTTeHOrpaMMe MOATBEPXKAACT MPEIOI0kKe-
HUeE, CBS3bIBAIOIIEE JUHEUHBIA POCT MacChl 00pasiia Ha TEPMOTPaMME C €ro MEIJICHHBIM
OKHCJICHUEM.

Hcnonb30BaHKE MOCIIEN0OBATENBHBIX MTPOLIECCOB a30TUPOBAHHUS U 1€a30THPOBAHUS
B KaQ4€CTBE METOJIa OT/ACJICHUSI 00Jy4YeHHOTO HUTPUIHOTO SJIEPHOTO TOIUIMBA OT dpar-
MEHTOB 000JIOYEK TB3JIOB paHEE HE MPEAIarajioch, B CBA3M C YeM pa3zpaboTaHHasl TEXHO-

JoTHs ObLjIa 3alIuIeHa maTeHToM [83].
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3.3 BesiBoasbl no ruase 3

1. MeTtogoM TEpMOAMHAMUYECKOTO MOJICIUPOBAHUS PACCUUTAHBI BEIIIECTBEHHbIE
COCTaBbl CUCTEMbI, UMUTUPYIOIIEH HUTPUIHOE 00JIyYEHHOE SIFIEPHOE TOILJIMBO Ha MOCIe-
JIOBATEIbHBIX ONEpaIUsX a30TUPOBAHUSA U JI€a30TUPOBaHUs. TeopeTunyeck 000CHOBaHO,
YTO B XOJI€ YKa3aHHBIX MPOIIECCOB U3 MOJICILHON CUCTEMBI TPOUCXOIUT MOJHOE yae-
HUE€ B ra30oBYI0 a3y JIETy4yux MPOJIYKTOB ACJICHUS, TAKUX KaK 13U, CTPOHIIUH, U0/,
KCEHOH, KPUIITOH, pyOuIuid, KaAMui, OpoM, reuii u BOJOpo (TPUTHI).

2. DKCIEPUMEHTAIBHO YCTAaHOBJIEHO, YTO a30TUPOBAHWE MOHOHUTPHIA YpaHa CO-
MPOBOXKIAETCSl TUCTIEPTUPOBAHUEM MPEcCOBaHHBIX oOpa3noB UN BclencTBue 3HAYM-
TEJbHBIX BHYTPEHHUX HANPSHKEHUN, BOSHUKAIOIIUX MPU MEPECTPONKE KPUCTALTUYECKOM
pereTk U 00pa3oBaHUEM HECTEXMOMETPUYECKOU (pa3bl BBICIIMX HUTPUJIOB ypaHa CO-
crtaBa UNx (1,5 <x <2).

3. BoisiBI€HO, YTO TUMUTUPYIOIIUN MEXaHU3M PEAKIIUH 3aBUCHUT OT TEMIIEPATYPHI.
B unrepBane temnepatyp 600-700 °C peakuus mpoOTEKaeT B KHHETUYECKOM PEXKUME U
XapakTepusyeTcs Kaxyiieics snepruent aktuBauuu E, =239 + 23 kJ[>x/Mo11b, B TO BpeMs
Kak npu nossiliennn Temiepatypsl 10 800—-850 °C mpouecc nepexoaut B nuddy3noH-
HYI0 00JIaCTh U JINMUTUPYETCS CKOPOCThIO MU dy3un a30Ta, uepes cioi 00pazyromnierocs
MpOAYyKTa.

4. YCcTaHOBIIEHO, YTO MPOILIECC Aea30TUPOBAHUS MOJTYUYEHHONU CBEPXCTEXHUOMETPHU-
yeckoit pazpl UNx B mHEpTHOM aTMocdepe (aproH) MpOTEKaeT B JIBE MOCIEI0BATEIbHbIC
cranuu. IlepBas cragus cBsa3aHa ¢ aucconuanueit azora u3 daspl a-UzN3+x, TOTIa KaK
BTOpasi CTaJus JUMUTHPYETCS MEPECTPONKON OOBEMHO-IIEHTPUPOBAHHON KyOUUYECKOM
(OLK) ctpyktypsl nofryTopHoro Hutpuaa ypasa a-UzN3+x B TpaHEIEHTPUPOBAHHYIO KY-
ouudeckyto (I'LIK) pemerky mononutpuaa UN.

5. Iloka3aHa BO3MOKHOCTbh IMOJHOM JUCCOLMALMM BBICHIMX HUTPHUJIOB ypaHa -
U2N3+x 10 ucxognoro mononutpuaa UN npu temneparype 1200 °C B uHEpTHOU aTMO-
chepe aproHa. YcraHOBIIEHA BBICOKAsi YyBCTBUTEIIBHOCTH MPOIECCA K COCTABY ra30BOM
cpenabl: 3a)UKCUPOBAHO, YTO HAJTMYUE MUKPOIIPUMECEN KUCIOPOIa B HHEPTHOM ras3e Ho-

CUTCJIC IIPUBOJUT K O6p330BaHI/IIO (1)33131 AUOKCHAa ypaHa B IIPOAYKTEC JCA30TUPOBAHUA.
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4. OKUCJIIEHUE CUCTEM HUTPUAOB AKTUHNI0B U JIAHTAHU/10B
PA3JIMYHBIMHU I'A30BbIMHU CPEJAMUA

4.1 JlurepatypHblid 0030p

Heo0xoaumbiM 3TaroM BEICOKOTEMITEPATYPHON 00paOOTKH HUTPUHOTO OOTyUEH-
HOT'O TOIUUIMBA ABJISIETCA €ro okuciaeHue. OCHOBHAs 1€ Ipollecca 3aKI0YaeTcs B mepe-
BOJIC HUTPUJIOB JICTISIIErOCs MaTepualia U MpOayKTOB JIENIEHUs] B OKCUAHBIE (POPMBI, KO-
TOpbIE HEOOXOIUMBI VISl CIEIYIOIIEro MPoIlecca B cXeMe NepepadoTKH — AIEKTPOIUTH-
YECKOT0 BOCCTAHOBJICHHS.

ABTOpHI paboThl [84] uccienoBany KUHETUKY MU30TEPMUYECKOTO OKUCIEHUS TO-
POIIKOB MOHOHUTpPHUJA ypaHa Kuciopoaom mpu temmneparypax 230-270 °C u ycraHo-
BUJIM PHEPTHIO aKTUBAIMU Tpoliecca, kotopas coctaBuiia 30—-32 kkan/moinb. [Ipomexy-
TOYHBIMU ITpoayKTaMu okucieHus aBiasatoTcss UxN3—UO2, a koneunsiM npoaykrom UQOs.
VY CTaHOBIIEHO, UTO CKOPOCTh OKUCIICHMSI HE 3aBUCHUT OT JlaBJieHUsl kuciopoja. Pabora
OblJIa MPOBE/IEHA Ha MOPOIIKaX MOHOHUTPHUJIA YpaHa B y3KOM TEeMIEPaTypHOM HHTEP-
BaJe.

B paborte [85] aBTOpHI Uccae0BaIN KUHETUKY U MEXaHU3M B3aUMOICHCTBUS MO-
HOHUTpHUJIA ypaHa, coaepxariero npumecu UO; ¢ KHCIOPOJOM U BOASHBIM ITAPOM METO-
JIOM HEU30TEPMHYECKOr0 IPaBUMETPHUUYECKOr0 aHalin3a. ABTOpAMH YCTAHOBJIEHO, YTO
KOHEUHBIM MPOJYKTOM OKHCIICHHUSI Ha BO3AyXe fABIseTCA oKTaokcua Tpuypana UsOs, a
MUAPOTUAPOIN3 IPUBOAUT K 00pazoBanuio JByokucu ypana UO,. OgHako, HECMOTpSl Ha
JeTadbHOe onucaHue (pa3oBbIX MEPEXOJ0B, B pabOTe HE PacCCMATPUBAIOCH OKHUCIICHHE

yucToro UN, a 9KCIIepUMEHTBI OrPaHUYEHBI HEU30TEPMUYECKUM PEKUMOM.

4.2 OkucijieHHe CUCTeMbl, HIMUTHPYIOLIECl HUTPUAHOE SIePHOE TOIJIMBO

Oxucnenne MoHOHUTpH A ypaHa UN NpOTEKAET MO CII0KHOMY MHOTOCTaIUHHOMY
Mexanusmy [84-85]. IIpu kontakte UN c Kucimopoacoaep:kamieni ra3oBou cpeaou mo-
BEPXHOCTh 00pa3lia MTHOBEHHO OKHUCISETCS C 00pa30BaHUEM TOHKOI'O OKCHUJHOTO CIIOS

o peakiuu (4.1):
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2+x 1
UN + - Oy(r) =UOp + ENz(F),
4.1)

npu X = 0, AG =—-718,8 kIx npu 500 °C,

r7ie UHTEpBal HECTEXHOMETPHUH OKCUIHOM (a3bl cocTaBisieT 0 < x < 0,25 [86]. JlanbHeil-
1ee OKUCIIeHHe IUMUTUpyeTcs AudPy3ueir HOHOB KUCIOPOJIa CKBO3b 00Pa30BaBIIYIOCS
OKCUJIHYIO (Da3y BriryOb MaTPHUIIbI IO/ JEHCTBUEM IPaJUEHTa XUMUYECKOT0 MTOTEHIIHAIA.
A30T, oOpa3yromuiics B Xojie peakiuu 4.1 yactuyHo AecopOupyeTcs B razoByio a3y B
Busie Na(T), a vactuuHo AudPyHanpyer (B aTOMapHOM BHUJIE) BO BHYTPEHHUE CIIOU €IIIé
HE MpopearupoBaBIIEro MOHOHUTPHU/IA ypaHa, I/ie BCTynaeT Bo B3aumoericteue ¢ UN ¢

oOpazoBanueM ciost U2N3 o peakuuu 4.2.
2UN+ N = U2N3, AG =—526,7 xIx ipu 500 °C. 4.2)

[Ipyn nOKaJIbHOM MOBBIIEHHH KOHLUEHTPAUWHU a30Ta BO3MOKHO €r0 JaJIbHEUIIIEe
B3aMMO/JICHCTBUE C MOJIYTOPHBIM HUTPUAOM C OOpa30BaHUEM BBICIIMX HUTPUIHBIX (a3

(peakmus 4.3):
UoN3 + xN(1) = UaN3+y, mpu x = 0,46, AG = —200,4 xJIx ipu 500 °C. (4.3)
[Tocnemyromee OKUCICHNE BRICIIUNX HUTPHUIOB ypaHa MPOTEKAET M0 peaknuu 4.4:

3+x

> N (1),

4+2y
UpNzixt 5 O,(r) = 2UO54y+
(4.4)

npu x, y =0, AG =—1337 x/Ixx npu 500 °C,

I7I€ KHTEPBAJI HECTEXUOMETPUU HUTPHUIA YpaHa HaxoauTcs B uHTepBaiie 0 <x < 0,52, a
okcuna 0 <y <0,25. MonexkynsipHblif a30T, oOpasyromiuiics no peakuuu 4.4 mudbpynau-
pyet B cioii UzN3-UN, re 3a cyeT rpajueHTa KoHIleHTpaluid, moBTOpHO oopa3yeT UzNs
o peakuuu 4.2. Ha 3aKII0YATENBHOM CTAINU TPOLECCA, OCIIE IPEBPAILICHUS BCEX HUT-
punHBIX (a3 B mpoMexxyTouHbId THOKCHT UQO2+x IPOUCXOIUT OKOHYATEIBHOE TOOKHUCIIE-
HUE MPOAYKTa O TEPMOJMHAMUYECKH CTAOMIBHOTO OKCHAA MPU JAaHHOW TemIepaType

U30Og mimm UQO:s.
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Tpuokcua ypaHa criocoO€H CyIIECTBOBATh B BHJIC TISITH KPUCTALTUICCKAX MOIH-
¢duxanuii (o, B, v, 0, €). Hanbonee repmuuecku crabuiibHas y-($asza, Koropas IUCCOLHH-
pyeT ¢ oOpa3oBanreM okTaokcuaa-tpuypana UsOg U BbleIeHHEM ra3000pa3HOro Kuc-
nopoaa ripu temneparypax Baiie 650 °C [87]. Okraokcua-tpuypana UzOg octaercs cra-
omnbHBIM 110 800 °C npu atMochepHOM JaBleHUH U HauuMHaeT paziaratbes A0 UsOzixx
MIPY MOBBIIIEHUH TEMIIEPATYPHI [88].

Ha pucynke 4.1 npencraBieH pe3yiabTaT TEPMOJUHAMUYECKOTO MOJICIUPOBAHUS
PABHOBECHOTO COCTaBa 3aMKHYTOW CHUCTEMbI, B KOTOPYIO TOMECTUIU | MOJIb MOHOHUT-

puna ypana UN u ¢ kaxasiM marom no06asistoT 0,01 Mok ra3000pa3Horo Kuciaopojaa
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PucyHok 4.1 — I3MeHeHre paBHOBECHOTO COCTaBa CUCTEMBI, COJIEpIKaIiei 1 MOJIb MO-
Hoautpusa ypana (UN) ¢ no6asienuem B He€ kucimopona (O2)

B HauanbHOU TOUKE (MPU OTCYTCTBUU KHUCIOPOJIa B CUCTEME) CUCTEMA COIEPIKUT
1 mons Mononutpuaa ypana (UN). Ilo Mepe BBeieHUs] B CUCTEMY KUCIOPOJa MPOUCXO-
aat ero B3auMojeiicteue ¢ UN compoBoXaaromeecs: pocToM COJIEp>KaHUsT THOKCHUIA

ypana UQO», a Takxe nociueoBaTeabHbIM GOpMUpOBaHUEM (Da3 BRICIINX HUTPUAOB ypaHa
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UoN3, UNiss, UN1.s9, UN1.73, UN2. Beigenenue ra3oo00pa3Horo a3oTa HaYmHaeTCsl TOJIBKO
MOCJI€ TOJIHOTO MPEBPAIICHUSI MOHOHUTPHU/IA B BBICIIINE HUTPUJIBI ypaHa U TUOKCHUI.

[Ipu mocTukeHUM KoJIMYecTBa J100ABIEHHOIO KUCJIOpOAa, paBHOroO 1 MoJib, Bce
MPOMEKYTOUHBIE HUTPUIHBIE COCIUHEHUS MOJHOCTBHIO MEPEXOASIT B JAUOKCHU] ypaHa
UQO2, a KoIM4eCTBO BBIJICTUBILETOCS a30Ta JOCTUTAET TeopeTudeckoro makcumyma (0,5
MOJIb) U Jlajiee OCTaeTcs HeM3MeHHbIM. [locneayrorniee yBenuueHue coepKaHus KUcio-
po/ia B CUCTEME MPUBOJUT K CTYNIEHYATOMY OKHUCICHHUIO TMOKCHUA ypaHa C MOCieA0Ba-
TEJbHBIM MEPEX0J0M B OKCHUJIHBIE (Da3bl BHICIIEH BAJICHTHOCTH: CHavYana o0pa3yeTcs OkK-
cunt UsOg, 3aTEM CTEXMOMETPUUECKUN OKTAaOKCU[ TpuypaHa UsOg, u B UTOTE CUCTEMA
MEPEXO/IUT B COCTOSIHUE, MpeacTaBiIeHHOe TpruokcuoM ypana (UO3) u u30BITOYHBIM Ta-
3000pa3HbIM KUCIOPOJOM.

Peakuus okucienus: 001agaeT KOJIOCCAIbHBIM TEIUIOBBIICIICHUEM, TTOATOMY ISt
CHUYKEHHUSI JIOKAIBHBIX NMEPETPEBOB U CIIEKAHUSI HUTPUHOTO TOILJIMBA B XO/JI€ MPOIECCOB
BTO HeoOxoauMo HCIOIb30BaTh Ta30BbIE cMecH, Oojiee ueM Ha 50 00. % cocrosiue u3
MHEPTHOrO Taza-Hocutens. B Hacrosiiei paboTre paccMOTpeHbl a30T- U aprOHOKHUCIIO-

ponusie cMmecu [87, 88].

4.3 PaBHOBeCHbBIl COCTAB MHOTOKOMIIOHEHTHOH CHCTEMbl, HUMHUTHPYIOLIEH
HUTPHUAHOE 00JIy4eHHOEe SiIePHOE TOILUIMBO MOCJ/Ie MOC/IeI0BaTeJbHbIX 230THPOBa-
HUA-1€A30TUPOBAHUS M OKUCJICHUS

[TockoNbKY OKHCIIEHHE MPOBOAMTCS IMOCTE ONepanuil a30TUPOBAHUS-I€a30TUPO-
BaHUS B KaUE€CTBE MCXOJHBIX JTAHHBIX ISl MOJEIUPOBaHUs ObLI B3SIT paCUETHBIN COCTaB
MOJIEIBHOM CUCTEMBI MOCIIE 1€a30TUPOBAHUSI, TIPEICTaBIeHHbIN B Tabnuie 3.8. Ha ocHo-
BaHUU MPEABAPUTEIBHBIX SKCIIEPUMEHTOB U JIUTEPATYPHBIX JAHHBIX pacyeT paBHOBEC-
HOTO cocTaBa npoBoAwH rnpu Temieparype 500 °C B TpexkpaTHOM U30bITKE KUCIOPOA.
CoctaBsl TBEpAOW U ra30BoM (a3 Mo pe3yjbTaraM pacuera Mpe/ICTaBICHbl B TaOJIMUIIaX
4.1 4.2 COOTBETCTBEHHO.

Ypan. B u30siTKe KUCI0pOa B 3aMKHYTOM cucteme ripu temnepatype 500 °C Hut-
pua ypaHa okucisercs, o0pa3ys Tpuokcua ypaHa UOs. YacTe ypaHa oOpasyeTr ypaHat

6apus BaUOs.
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Tabnuma 4.1 — PacueTHsiit coctaB TBep10il (pa3bl CUCTEMBI, UMUTUPYIOIIEH HUTPUIHOE
OSIT nocne a3oTUpoOBaHUS, 1€a30TUPOBAHUS U OKUCIIEHUS. (TPEXKPATHBIN N30BITOK KHC-
nopoja, temmeparypa 500 °C, naBnenue 1 at™m)

Onement/ | Maccopas | ~OMCPKE- DNEMEHT /|y r ccopas | COACPE-
No o HHE, Ne | coenmune- o HHE,

coequuenue | noisd, % nmoirst, %

KI/T HHUE KI/T

1 UOs 7,99 - 10" | 8,79 - 10*> |17 Ag 4,52 102 | 4,98 - 107!
2 PuO, 1,35-10" | 1,49 -10% |18 SnO:z 4,08 - 102 | 4,49 - 10!
3 | Nd2(MoO4)s | 1,11 1,23-10" [19| PmxOs |3,00-102| 3,30 - 10!
4 BaUOq4 8,79 - 107! | 9,67 20 NpO» 2,85-102 | 3,13 - 10!
5 RuO2 7,52 - 107" | 8,28 21 Eu,03 2,66 - 102 | 2,93 - 10"
6 V4(0)) 6,80 - 10°" | 7,49 221 GdOs; |2,50-102| 2,76 - 10!
7 PdO 529 -10" | 5,82 23 | Pra(TeOs)3 | 2,14 - 102 | 2,36 - 107!
8 | Sma(Mo00Q4);3 | 5,07 - 10! | 5,58 24| CmO2 1,50 - 10| 1,65 - 10"
9 CeO2 5,04 - 10" | 5,55 25 SbO> 1,23 -102| 1,36 - 10!
10 Nd>O3 3,03-10" | 3,34 26 SeO» 1,05-102| 1,15- 10"
11 La>O3 2,63 - 10" | 2,89 27 In (k) 3,47 - 1073 | 3,82 - 107
12 Pri202 2,46 - 101 | 2,71 28| BaCO; |2,62-103] 2,89 107
13 AmO; 1,80 - 10" | 1,98 29| TbOi17n | 1,64-1073] 1,81 1072
14 Rh 1,77 - 107" | 1,95 30| Dy20s 1,46 - 103 | 1,60 - 107
15 TeO> 1,40 - 107" | 1,54 31 GeO, 2,92 -10%| 3,21 107
16 Y203 6,11 -102 | 6,73 - 10! CymMma 100,00 1 100,83

Ta6numa 4.2 — CoctaB ra3oBoil (a3el cuctemsl, umutupytouieid autpuanoe OAT nocne
a30TUPOBAHMS, 1€a30TUPOBAHUS U OKUCIICHHUS. (TPEXKPATHBINA N30BITOK KUCIOPOAA, TEM-
nepatypa 500 °C, naBnenue 1 atm)

Onement / MaccoBas Conepixa- Dnement/ | MaccoBas Conepixa-
Ne | coenune- o HHE, No o HHE,
nmoirst, % coequHeHne | 1oy, %
HUE KI/T KI/T
1 N> (1) 936-10'| 537-10'| 3 CO2 (1) 1,79 1,03
2 | TcO7(r) | 4,56 2,62 4 NO: (1) 3,47 - 107 | 1,99 - 107
Cymma 100,00 53,30

I[lnyTronuii u apyrue akTUHUIBI. HUTpU MIIyTOHUST OKUCIISIETCS ¢ 00pa3oBaHUEM
neyokucu mirytoHust (PuO.). Henrynuii, aMmepuninii u Kropuil Tak:ke oO0pa3yroT OKCHIbI
NpO2, AmO2, CmOs,.

Peako3emesibHbIe 3J1eMEHTbl TAKHE KaK JIAHTaH, LEPUNA, MPa3€OJUM, HEOIHM,
MIPOMETHUM, €BPONUH, TaIOTUHUNA, TEPOUM, TUCTIPO3UI U UTTPUNA OKUCIISIOTCS O CBOUX

ctabuinbHbIX OKcuA0B Lax03, CeO2, Pr12022, Nd203, Pm203, Eu203, Gd203, Tbi 32, Dy203
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n Y20;. Croxsble OKcHabl 00pa3yroT mpaszeoaum ¢ temtypoMm Pra(TeOs), camapuii u
HeoauM ¢ Moo aeHoM Sm2(MoO4)3 1 Nd2(MoOs)s.

Baaropoansie metasuibl. CorlIacHO pe3yibTaTaM TEPMOINHAMHYECKOTO MOICITHU-
pOBaHUS POIUA M cepeOpO MPHU OKUCICHUH OCTAIOTCS B METANTMIECKOM BHie. PyTenuii
1 namiaauil okucisaTces 10 RuO; u PdO.

Paguoyraepon (1*C). B xone OKHMCIIEHHS 4YacTh yIiIepoja BO3TOHSETCS B BHJIE
CO., a yacTh 00pa3zyet kapOoHnat 6apusit BaCO:s.

Bonee narnsauas nadopmarus o popmMax u coAep’KaHUSX HIEMEHTOB IMOCIE KaX-

JIOTO ATarna BbICOKOTEMIEpaTypHOU 00pabOTKH NpeicTaBieHa B MpuiiokeHuu B.

4.4 KuHeTHKa OKHUCJCHHSI MOHOHMUTPHIA YPAHA KUCJIOPOJIHBIMH CMECAMU
4.4.1 ApProHokucJI0pOAHbIEC CMeCH
Temnepamypa navana peakyuu

Jlist onpeenenysi TeMnepaTypbl Hadajia peakliii OKUCIIEHHs 00pa3Libl IPeCCOBaH-
HOT'O MOHOHHUTpPHJA ypaHa HarpeBaJin ¢ KoMHaTHOM TemnepaTtypsl 10 700 °C co ckopo-
ctssimu HarpeBa 3 u 10 K/MuH B nmotoke aproHokuciopoinoi cmecu (20 06. % O2) ¢ 00b-
€MHBIM PacxoJioM 25 MJI/MUH.

OKCIIEpUMEHTHI POBOIMIIH C UCTIOIB30BAHUEM CUHXPOHHOTO TEPMOAHAIU3ATOPA.
B xoxe nponecca pukcupoBanu u3MEHEHHE MacCchl 00pasiia u TerioBou 3pdekT peak-
unr. OparMeHThl MPECCOBAHHOTO MOHOHUTpUAA ypaHa maccor 10—40 mr pasmemanu B

IJIaTUHOPOJAUEBOM THUIJIE C Nep(HOPUPOBAHHON KPBIILIKOW PUCYHOK 4.2.
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Pucynox 4.2 — Ilnatunopoauessiit Turens A TI'/JACK usmepenui.
(macca turns — 447 mr, nuameTp — 6,9 MM, BeicoTa — 4 MM)
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Ha pucynke 4.3 (a) npencraBieHbl KuHeTUueckue KpuBbie okucienuss UN mpu
ckopocTsx HarpeBa 3 u 10 K/mun. Temnepatypy Havasia peakiiuu onpeaeisuiii METOI0M
KacaTeJIbHBIX I KaKJIO0W CKOPOCTH Harpesa [76]. OHa COOTBETCTBYET TOUKE IEpeceye-
HUS ABYX IPSMBIX: 0a30Bo¥ nuHUU (cTabuiibHas Macca 00pa3lia 10 Havalla OKUCIICHUS)
U KacaTelabHOM K y4acTKy HanboJjee pe3Koro u3MEHEHHUs MacChl.

Ha pucysnke 4.3 (0) npeacraBieHbl TPOU3BOIHbIE KHHETUUECKUX KPUBBIX, OTpaKa-
IOIIHE CKOPOCTh U3MEeHEeHUs Macchl. [[yHKTUpHOM JMHKUEHN Ha Tpadukax oTMeYeHa TeM-

neparypa, mpu KOTOPOil CKOPOCTh OKUCIICHUS IOCTUTAET MAKCUMYMa.

114 -_L;QS ________________________________ | |ATT -xpuBsIe:
L 3 K/mun
112 - U304 | |—— 10 K/mun 4308°C
e ) ) —
- 397,8 °C
110 L -\
TI'-xpuBsle: W
108 L 3 K/mun |
X — 10 K/mun
<106 LI~ — — - Kacarenbnbie
3
<
S104 |
102 | !
100 UN e
1 L 1 L 1 L 1 L 1 I 1 L - L 1 L 1 L 1 L 1 L Il L 1 L 1 L
100 200 300 400 500 600 700 300 325 350 375 400 425 450 475 500
Temneparypa, °C Temnepatypa, °C

a) 0)

Pucynok 4.3 — Kunetnueckue KpuBbie U3MEHEHHS MACChI (a) U CKOPOCTH U3MEHEHUS
Mmaccol (0) npu okuciennu UN B notoke cmecu Ar + Oz (20 00. %) npu cKopocTsax
HarpeBa 3 u 10 K/mMun (00beMHBIN pacxoj raza — 25 MJI/MUH, Macca HaBECKH s 3

K/mun — 20,89 mr, g 10 K/mun — 20,47 mr)

B untepBane temnepatyp ot 25 10 350 °C macca oOpasiia ocTaeTcs MOCTOSHHOM,
YTO yKa3bIBA€T HA OTCYTCTBUE XMMHUYECKOTO B3auMozencTeus. B nnanazone 350400 °C
HayMHAETCS MEMJICHHBI pocT Macchl. [Ipu noctuxenun temmneparypsl 386,8 °C (mis
ckopoctu HarpeBa 3 K/mun) u 415,1 °C (nns ckopoctu 10 K/MHUH) mpoucXoauT pe3koe
YBEJIMUEHUE MaCChl 00paslia, COMPOBOXKIAIONIEECS] WHTEHCUBHBIM TEIUIOBBIICICHUEM.
Ha 510 yka3siBaeT sx3oTepmudeckuii nuk Ha JJCK-curnane (pucynox 4.4).

[1nomanps NUKOB B KOOpAHHATaX «MBT—cex» mpornopiuoHaibHa KOJTUYECTBY BbI-

JEIUBIIEHCS TEIUIOTH. B 3KCIepuMeHTe Co CKOPOCThI0 HarpeBa 3 K/MUH BBIIEIMIOCH
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64,53 JI>x Teru1oThl (4TO B IIepecueTe Ha 1 MoIb HCXOHOTO BemecTBa coctasiset 891,07

kJ>x/Momp), a 1151 ckopoctu 10 K/mun — 65,87 JIx (810,96 xJ[»/Moiib).

10

| [1CK-curHan: |3K30
5 k|=——3 K/Mmun
| |=—— 10 K/Mun

[e]

—_
o W
T T T T

1
—
(9]
T T

JICK-curnan, MBt/mr

)
S
—

398°C T8 eC

Y
(9,
T

=30 L 1 L 1 L 1 L l L 1 L 1 L 1 L
300 325 350 375 400 425 450 475 500
Temmneparypa, °C

Pucynok 4.4 — JICK-curnainst okuciiennst UN cmecsio Ar + Oz (20 00. %) npu
Pa3HBIX CKOPOCTSIX HarpeBa (00BEMHBIN pacxo/ rasa — 25 MiI/MHUH, Macca HAaBECKH I 3
K/mun — 20,89 mr, nna 10 K/mun — 20,47 mr)

HOJ’Iy‘-ICHHBIe OKCIICPUMCHTAJIbHBIC 3HAYCHUWA 110 MOJAYJITO COTJIaACYIOTCA C PaCHCT-

HBIM 3HaueHUAM dHTanbmuu (AH) npu npotekanun peakmuii (4.5) u (4.6).

UN + 1,330, =0,33U305 + 0,5N>, AH =—893,2 x/I>/mons ipu 400 °C, (4.5)
UN + 1,50, =UOs3 + 0,5N>, AH =-926,8 x/I>x/mons ipu 400 °C. (4.6)

3aHUKEHHOE YKCIIEPUMEHTAIBHO 3HAUEHUE TEIIOBBIICIICHHS 00YCIOBICHO ABYMS
(axTopamu. Bo-niepBriX, npoTrekanueMm MeiaeHHoro okuciienuss UN B UHTepBaJie TeMrie-
patyp ot 100 10 Hayana uHTeHCUBHOTO okucieHus (386 n 415 °C qis ckopocTeii HarpeBa
3 u 10 K/MuH cooTBeTcTBEHHO). TermnoBoil 3(EeKT ATOro OKUCICHHUS HUBEIUPYETCS
bnykryanueit 6azoBoit nuuun JICK-curHana u He y4yuThIBaeTCs MPU MUHTETPUPOBAHUU
OCHOBHOT'O 3K30TE€PMHUYECKOTO MMKA, B TO BPEMS KaK pacueT yIeIbHON TEIIOThI IPOU3-
BOJIMJICSL HA UCXOJIHYIO MacCy HaBeCKH. Bo-BTOpBIX, BBICOKUH 3K30TepMHUUECKUN A PeKT
MPUBOJIUT K JIOKAJILHOMY TMIEpPErpeBy o0Opasiia B TUIJIE, IPU KOTOPOM YacTh TEIIa pacce-

MBAETCS U HE PETUCTPUPYETCSI U3MEPUTEIIBHOM CUCTEMOM TTpudopa.
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MakcuManbHbIA IPUPOCT MACChl 0OPa3IL0B IOCTUTAETCA B UHTEPBAJe TEMIIEpaTyp
450-500 °C u coctaBmsiet +12,85 % (s ckopoctu 10 K/mun) u +12,50 % (s ckopo-
ctu 3 K/mun). [lonyueHHble 3HaUEHUS MPEBBIIAIOT TEOPETUUECKUN MPUBEC MPU MEepe-
xoae UN—U30s (+11,26 %), HO He AOCTUTAIOT Mpejeia, XapaKTepHOTO JJIsI pPeaKIuu
UN—UOs3 (+13,49 %). IIpu nanbueitmem Harpese Boiiie S00 °C macca 006pasiia yMeHb-
IIAeTCA U K KOHILY SKCIIEpUMEHTa ctabunuzupyercs Ha ypoBHe 112,46 % u 111,52 % ot
MCXOJHOTO 3HAUYEHUSI COOTBETCTBEHHO.

Habnromaemoe n3MeHeHre Macchl 00YCIOBIEHO CIEAYIOMUMH (PU3UKO-XUMUYE-
CKMMHU Tponeccamu. NHTEHCUBHOE 3K30TE€PMHUECKOE OKHCICHUE MOHOHUTPHUJA ypaHa
HaunHaetcs npu temneparype 384—422 °C. IIpu remnepatypax Hrxke S00 °C mpoaykToM
B3aNMOJICHCTBUSA ABIsIeTCS rerepodasznas cMech okcuaoB UsOg + UO3, uto moaTBEepK1a-
€TCs MPOMEXKYTOUYHBIMM 3HAUYCHHSIMU MakcuMaibHOro mpuBeca Ha TI-kpuBbix. Ilo-
ckonbky Tpuokcua ypaHa (UQO;) TepmMuyecku HecTaOWIIEH NPHU TEeMIepaTypax BbIIIEe
500 °C [89] nmpu panpHEWIIEM HarpeBaHUU OH pas3jaraeTcs ¢ BBIACICHHUEM ra3000pas-
HOT'O KHCJIOPO/Ia, UTO MPUBOJUT K CHUKEHUIO MAacChl 00Pa3IoB 10 YPOBHS, OJIU3KOMY K
YUCTOMY OKTAOKCHy TPUYpaHa.

JIns mpoBepKU BOCIPOU3BOJUMOCTH PE3YJbTATOB SKCIEPUMEHTHI MPHU KaXI0M
CKOPOCTH HarpeBa ObUIM BBIMOTHEHBI ABAXbl. DKCIEPUMEHTAIbHbIE 3HAUCHUSI TEMIIE-
paTyp Hauana okucieHus coctaBuiu 384,1 u 386,8 °C (mpu ckopoctu 3 K/mun), a Takxke
415,1 n421,5 °C (mpu ckopoctu 10 K/mun). C pocToM CKOpOCTH HarpeBa HaOIr0aeTCs
CABUT KaxyIlIeilcss TeMIepaTypbl Hayaia peakiui, KOTOPbIi MoapoOHO onucaH B pado-
tax [91-92]. [ToatoMy, 1Sl OLIEHKM MCTUHHOW TeMIEpaTypbl Hadyajla B3aMMOACHUCTBUS
(TemmepaTypa Hauana peakluu MpU HyJEeBOM CKOPOCTU HarpeBa) ObLia MPOBEJICHA Tpa-
(buueckas HIKCTpaIosALUs MOTYyUYSHHBIX 3HAYEHUIM Ha HYJIEBYIO CKOPOCTh Harpena (pucy-
HOK 4.5). B uccnenyemom nuama3zoHe 3aBUCUMOCTH TeMIIEpaTypbl Havalla peakiuu OT
CKOPOCTH HarpeBa yJOBJIETBOPUTEIBHO OMUCHIBACTCS JIMHEHHBIM ypaBHEHHEM C KO3(-
¢uumenTom nerepmunanuu R? = 0,978.

B pesynbrare sKcTpanoisiiiuu onpejiesieHa UCTUHHAS TeMIlepaTypa Hadajia B3au-

MOJICHCTBHSI MOHOHUTPHUAA ypaHa ¢ KUCIOPOAOM, KoTopas coctaBwiia 371,4 £3.7 °C.
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Equation y=a+b*x
Intercept 371,365 +3,67| 7

370 F 371,4+3,7 Slope 4,695 + 0,4981
R-Square (CO 0,97798

0 1 2 3 4 5 6 7 8 9 10 11
Ckopocts HarpeBa, K/mun

Pucynok 4.5 — DKkcTpanossanus TeMIepaTypsl Ha4ajla OKMCIEHUSI MOHOHUTPUA ypaHa
Ha HYJIEBYIO CKOPOCTh HarpeBa

3asucumocms memnepamypsbl HaA4ajld OKUCIEHUA om pasmepa vacmuy UN

[Ipenpinyiue uccieoBaHUs TEMIIEpaTyphl Haualla OKHUCIICHHUS TPOBOAMIM Ha
€IUHUYHBIX ()parMeHTax MPEeCCOBAHHOTO MOHOHUTpHUJIA ypaHa maccoil go 20 mr. [lpu
ATOM, MPHU MOCJEA0BATENBHBIX MPOIECCax a30TUpoBaHusi-aea3zoTupoBanuss UN aucnep-
TUPYETCsl, MPEeBpaliasch B MOPOIIOK HEPABHOMEPHOIO TPAaHyJIOMETPUUECKOTO COCTaBA.

JIns uccienoBaHusl 3aBUCMMOCTH TEMIIEPATyphl Hayaja Peakiuu OT KPYMHOCTH
MOPOIIIKA, MPECCOBAaHHBI MOHOHUTPHJ ypaHa U3MENbYAIM B CTYNKE M pa3feiisuld Ha
(hpakium ¢ MOMOIILIO Ta00pPaTOPHBIX CUT C pazMepoM siueek 50, 100 u 500 mxm. HaBecku
nopoikoB 1o 20-30 mr HarpeBanu B anmnapare NETZCH Jupiter F3 no 700 °C co cko-
pocthio 3 K/MuH.

Jns okucnenus nopouika UN maccoit 30 Mr TpeGyeTcst Bcero ~5 Ml KUCIopoa.
[Tockomnbky B pabouem 00beMe u3MepuTeNbHOU ssueliku anmnapara (~500 M) u3HaAYanbHO
COJIEPKUTCS U30BITOYHOE KOJMYECTBO I'a3a, KOHIIEHTPAIMIO KUCIOPOAa B COCTaBe ras3o-
BOM CMeCH CHU3MIM A0 5 00. %, a 00BEMHBIN pacxo]l yMEHBIIWINA J0 25 MJI/MHH.

Comemniennsbie pe3yibtarsl TT' u JICK ananuza juist pa3inuHbIX pa3MepHBIX Gpak-
MU MOpPOIIKAa MOHOHUTPHJA ypaHA MPEACTABICHbl Ha pucyHke 4.6. TouHble KoJMue-

CTBEHHBIE MapaMeTpPhl IPUBEACHBI B Tabnuile 4.3.



_'I()I"I""I""I""I'"‘I""I""l""I""I""I""I""I""

114 TI-xpuBbIe:

12 - U0 | >500mx™m | S e
© 110+ —— 100-500 MM
< 108} U0, ——350-100 Mxm ]
g ncl <SO0mxm | /0]
Cs - -
S 106

104 - .

1021 ~ Temneparypa, °C

100 1 1 1 1 | 1 1 1 1

0 50 100 150 200 25 300 350 400 450 500 550 600 650 700
1 r T T T T T T T T T T T T T
ERN
=]
Cg -1 & | ICK-curnam:
5" af >500 MKM
E — 100-500 MM
5 31 ——50-100 mxn
~
5o4F <50 MKM
=S¢
-5 1

0 50 100 150 200 250 300 350 400 450 500 550 600 650 700
Temmeparypa, °C

Pucynok 4.6 — 3aBucumoctu usmenenus maceol (TI) u termmoBoro noroka (JICK) ot
TEMIEPATYPhI IPU OKUCIECHUU PA3IUYHBIX (QpaKkiil MOHOHUTPHUAA YpaHa

Tabnuna 4.3 — Kunernueckue U TEIUIOBbIE XapaKTEPUCTUKKU OKHUCIeHUST mopoiikoB UN
Pa3INYHON KPYITHOCTH

K C A +(y THaqana, T ITUKa HHOH—IaIUJ T ITUKa Macca’
pynHocTh, MkM | Cepust m, +% oC JICK, °C HKa, JUIT, °C "
JIx/T
1 11,66 385,8 4144 3299 409,5 29,70
Bbonbie 500
2 11,71 387,3 402,6 3277 414,5 22,60
1 12,01 380,4 396,2 3568 400,7 21,83
100-500
2 12,21 379,9 397,5 3521 405,6 24,87
50-100 1 11,99 372,4 395.8 3396 394,6 23,17
2 11,95 363,7 394,7 3359 395,7 27,34
1 12,61 2834 385,8 3693 386,7 18,88
Mensiie 50
2 11,82 310,5 390,1 3671 390,5 18,25

W3 monmy4eHHBIX JAHHBIX BUIHO, YTO YMEHBIIEHUE pa3Mepa YacTHUIl CMEIAeT
Hayajao XMMHUYECKOTO B3aUMOJIEHCTBUS B 00JacTh Oosiee HU3KUX Temneparyp. Haubonee

BBIPAXEHHBIA KUHETUUECKUU 3(PdeKT HaOMomaeTCss NI MEIKOAUCIEPCHON (ppakiuu



76

KpynHocTbio MeHee 50 MkM (cuHsis KpuBasi). M3-3a GonbIIoN yJIenbpHON IUIONIagu Mo-
BEPXHOCTH MOPOIIIKA TEMIIEpPATypa Havyaia B3auMOJECUCTBUS cHU3MAach 10 283,4 °C. Dk-
30T€pPMHUUECKUN MUK CTasl 00Jiee MOJOTUM U PA3MBIThIM, B OTJIMYHUE OT Y3KUX U UHTEH-
CUBHBIX UKOB KPYIHBIX (PPAKIUMA, YTO OTPAKAET MPOTEKAHUE PEAKI[UU B IIIUPOKOM TEM-
nepaTypHOM MHTEpBAJe.

Ha pucynke 4.7 npeacraBieH rpaduk 3aBUCUMOCTU TEMIIEPATYPhl HayajIa OKUCIIe-
HUS OT cpeaHero pazMepa (pakuuu nopomka UN. 3a cpegHuil pazmep 4acTHUIbI B KakK-

J0¥ (hpakiy IPUHSTA MOJTYyCyMMa Pa3MEepPOB OTBEPCTHUI CMEXKHBIX JTa0OPATOPHBIX CUT.

400
390
380
370 [
360 |
350 [
340 |
330 |
320 | dep, Mo Tas, °C
310 N 25 296,0 + 13,6
300 N 75 368,1 +4,4
290 N 300 3802 + 0,3
280 N 600 386,6 + 0,8

270 [ L 1 L | 1 | L | L | 1 |
0 100 200 300 400 500 600

Pasmep dpakunu (cpennuii), Mkm

Temnepatypa Havana peakuuu, °C

Pucynoxk 4.7 — 3aBUCUMOCTB TEMIIEPATYpPbl HA4YAJIA PEAKIIUU OT KPYITHOCTH
YaCTHUI] MOHOHHUTPHUJA ypaHa

AOcoI0THAs OIIMOKA CUIILHO 3aBUCUT OT IUCTIEPCHOCTHU MaTepuana. J{is kpymHo-
nucniepcHbIX ppaxiuii (300 u 600 MKM) TOTPELIHOCTD ONPEIeNICHNs] TOYKU Hayaia OKHC-
JIeHus MUHUMabHa U He nipeBbimaeT 0,8 °C. B 1o xe BpeMst 1t caMOW MEJIKOUCTIepC-
HOU (ppakmmu (25 MKM) pa3dopoc maHHBIX Bo3pacTaeT 10 13,6 °C. Takoit pocT omuoOKu
CBSI3aH C HEOJTHOPOJAHOCTHIO MOPOIKAa KPYMHOCTHI0 MeHee S0 MxM. JlanHas dpakius siB-

JIICTCA HOHHI[HCHGpCHOfI " COACPIKUT KaK OTHOCUTCIIbHO KPYIIHBIC MUKPOYAaCTHUIIbI, TaK

N BBICOKOAKTUBHYIO IIbLJb. Hanuuue YIAbTPAaAUCIICPCHOTO IIOPOIIKa IIPUBOAWUT K
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JJOKAJIbHBIM O4YaraM OKHCJIICHHU, YTO BbI3BIBACT CTaTUCTUYCCKUM p336pOC MOMCHTAa (1)I/II(—

callii Ha4dajla pCaKIH.

Kunemuxa oxucnenuss UN apeonokuciopooroii cmecwvio (20 06. % Oz)

JI71s1 OLIEHKH CKOPOCTH M SHEPIuu akTUBanuu mpoiiecca okuciaeHus UN oOpasiisl
npeccoBanHoro UN maccoit ~1 T oO6pabaTbsiBaayn aproHOKHUCIOPOJIHON CMEChIO, COJIep-
xarnei 20,2 00. % Oz mpu Tpéx Temneparypax: 400, 450 u 500 °C. O6bemMHBIN pacxon
razoBoii cmecu coctaisin 100 mi/mMun. HarpeB cucteMbl TpOU3BOJIUIN B TOKE UHEPT-
HOTO Ta3a, aproHa. [Ipu noctuxenun padboueil TeMrepatypbl 00pa3iibl BbIICPKUBAIH B
TEUEHHE 5 MUHYT JJI CTa0UIU3alluy TEMIIEPATYPhL, TOCJE YEro B anmnapat o jaBajiv ap-
TOHOKHUCJIOPOJHYIO CMECh.

Tepmorpamma okucienus odpasna maccoit 1096,6 mr nipu 400 °C npuBeseHa Ha
pucyHnke 4.8. UepHoil CIUTONTHON JMHKUEHN MOKa3aHO U3MEHEHHE MacChl 00pasiia B XO/e
AKCIEPUMEHTA, KPaCHON — U3MEHEHUE TeMIepaTyphl, a cepble TOPU30HTAIbHBIE MYyHK-
TUPHBIE JIMHUM COOTBETCTBYIOT TEOPETUUYECKOMY HM3MEHEHHUIO MACChl MPU MEPEX0Jax
UN — UzOg u UN — UQ:s.

[Ipu nonaue oxucnurens B pabouunit o0beMm amnmapara (42 MuHyTa) HaOJIOgAeTCS
pe3kuil pocT Macchl 00pasna. [Iporecc conmpoBOXKaaeTCS MHTEHCUBHBIM TETLIOBbIJIEIE-
HHUEM, YTO MPHUBOAUT K MOBBIIICHUIO TeMIEPATyphl B 30He peakunu Ha 19,9 °C. Takou
neperpeB B J1a0OPATOPHBIX YCIOBUSIX YKa3bIBAE€T HA HEU30EKHOCTh JIOKAJIBLHOIO MeEpe-
rpeBa TOIIMBHOM KOMIMO3UIIUK MTPU MACIITAOMPOBAHUU Mpollecca J0 YPOBHS MPOMBIIII-
JIEHHBIX almnapaToB ¢ KWJIOIPAMMOBBIMU 3arpy3kamu HUTpuaHoro OAT.

Poct Maccel 00paszua mpoaoixkancs A0 JOCTHUKEHUS IMOCTOSHHOTO 3HAYEHUS
113,1 % ot ncxoaHou Benu4uuHbL. [101ydeHHBIN TPUBEC MPEBBIIIAET TEOPETUUECKUN IS
nepexona UN — U3Os (13,45 %), HO oka3bIBaeTCsl HEAOCTATOYHBIM JJIs TOJIHOM KOHBEP-
cun UN — UOs3 (11,25 %). Pacuet ¢azoBoro coctaBa mo KoHeuHou Touke TI-kpuBoi
MOKa3aj, YTo MPOAYKT MpeACTaBisieT coOOM cMech OKCUIOB, coaepxkalryto 82,1 mac. %
da3er UO3 u 17,9 mac. % a3zt UsOs.

PentrenodazoBbliif aHanW3 MOPOIIKA TTOCIE OKUCICHUS! TOATBEPAUI ITOT pacyer.

HudpakTorpaMma nopoIika npejacraBiieHa Ha pucyHke 4.9.
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Pucynok 4.8 — Tepmorpamma npoliecca OKUCIECHUS MOHOHUTPU/IA ypaHa aprOHOKHUCIIO-
poanoit cmeckro nipu 400 °C. Ha BcraBke npencrasiena AT -kpuBas (00beMHBIH pac-
xon raza — 100 mu/muH, macca HaBecku — 1096,6 mr)
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Pucynok 4.9 — Jludgpakrorpamma npoayKkTa OKUCICHUSI MOHOHUTPHUIA ypaHa MIpU
temneparype 400 °C
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CornacHo pe3yibTaTaM HNOJHOMPOGUILHOTO aHaIu3a o MeToAy PutBenbaa mpo-
IYKT OKHUCIIEHHUS SIBASIETCS JBYX(a3HbIM M COCTOMT U3 I'E€KCAaroHallbHOTO TPUOKCHAA
ypana a-UQOs3, MmaccoBas 1o kKotoporo cocrasiser 73,5 mac. % u a-UszOg ¢ MaccoBoit
nonen 26,7 mac. %. @akTop HEAOCTOBEPHOCTU Ryyp = 7,96 %. [lomyueHHbIE JaHHBIE CO-
[JIACYIOTCS € Pe3yJbTaTaMu TEPMOTPABUMETPUUYECKOTO aHAIH3A.

Jlns neTanpbHOTO aHaM3a MakpokuHeTUKH mporecca JI T -kpuBas Obliia pa3ieneHa
Ha [IECTh Y4acTKOB (pucyHok 4.10).

VYuacrtok | (042 MUH) COOTBETCTBYET 3Taly NpeaBapUTEILHOTO HarpeBa oopasia
10 paboueil TemmnepaTypbl B UHEpPTHOU atMocdepe aproHa. XMMHUECKOE B3auMOJCH-
CTBHUE OTCYTCTBYET.

Ha yuactke 11 (42—46 muH) B anmnapaT HauMHAET MOCTYNAaTh CMECh aproHa C KHC-
JIOPOJIOM, KOTOPBIN aKTUBHO MOTJIOMAeTcst 00pa3ioM. Macca o0pasiia pe3Ko yBeJIHnuHnBa-
€TCS ¥ JOCTUTAETCSl MaKCUMalbHas CKOpocTh nporecca 0,4 %/MuH. DTOT y4acTOK Xapak-
TEpU3YETCs OKUCIEHUEM MOBEPXHOCTH o0pasiia ¢ oopazoBanueM ciost UO2+x, a mpoliecc

JTUMUTHPYETCSI CKOPOCTHIO MOJIBOJIA PeareHTa K MOoBEpXHOCTU 00pa3ia.

S S N &
Do W N o)
| | |

CkopocTb U3MECHEHUS MacChl, %/MUH
)
=
|

S
o

I1I

IV .V

40 60 80 100 120
Bpems, MuH

Pucynok 4.10 — luddepenunanbHas TepMOrpaBUMeTprUUYEcKasi KpUBasi OKMUCICHUS MO-
HOHHUTPHJA ypaHa aproHOKHUCIOpoaHOU cMmechio rpu 400 °C
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VYuacrok 11l (46—64 mMuH) COOTBETCTBYET Iepexoay mpoinecca B 1u(p y3MOHHBIHI
pexkum. CKOPOCTh OKUCJIEHHSI MOHOTOHHO CHUKAETCS IO MEpEe POCTa TOJIUIMHBI IOBEPX-
HOCTHOM OKCUJHOW IUIEHKH, KOTOpas MPEMSITCTBYET MPOHHUKHOBEHHIO KHCJIOpOJa K
HernpopearupoBasiieMy HUTpuay. OAHAKO K3-3a 3HAYUTEIBHOTO YBEJIWYEHUsS] o0ObeMa
oOpa3ia B X0J€ peakiuu IPOUCXOJUT UHTEHCUBHOE PACTPECKUBAHKUE U AUCTIEPTHPOBA-
HUE UCXOAHOU MaTpullbl. OOpa3oBaHue TPEIIUH 00JIeTYaeT JOCTYIT KUCIOPO/ia K CBEKUM
ciosim HuTpua. B konrie yuactka (64 munyta) Ha [ TT'-kpuBO# OTUETINBO BUEH U3JIOM,
KOTOPBIN (PUKCUPYET OKOHUYATEIbHYIO CMEHY CTPYKTYpbI 00pa3iia u 3aBeplIeHUe ero pas-
pYyLICHUS.

VYuacrok [V (64—114 mun) xapaktepusyeTcs JalbHEUITUM HETUHEUHBIM 3aMe]ie-
HHAEM CKOPOCTH IIPOLIECCA W ONHUCHIBAET TOOKHUCICHHE YK€ OUCIIEPrUPOBAHHOIO IPO-
OyKTa. Peaknus Ha JaHHOM Y4YacCTKe JIOKAIU3YETCS B TOPOLIKOBOM CJIOE, 3 CKOPOCTH B3a-
UMOJICUCTBUSL JTUMUTHPYETCS MeUieHHON aud@ys3ueid Kucmopoja yepe3 MOPUCTYIO
CTPYKTYpY ¢J1051 U C(hOPMUPOBABIIHECS OKCHUJIHBIC MIJIEHKU OT/AEJIbHBIX YaCTHII.

VYuyactok V (114-116 MuH) COOTBETCTBYET PE3KOMY MAJEHUIO CKOPOCTH PEaKIINH,
YKa3bIBAIOLIEMY Ha 3aBEPILIECHUE ITPOLIECCa.

Ha yuactke VI (mocne 116 Mun) xumudeckoro B3aumoaectBust HeT. CKOPOCTh
paBHa HyO0, a TI'-kpuBas BeIXOAUT Ha 1aTo. CyMMapHas MpoJ0KUTEIbHOCTh OKHC-
neHust oOpasua coctaBuia 74 MUHYTHI.

JIns onpeienieHus KOHCTAHThl CKOPOCTU PeaKklnK ObLT MOCTPOEH rpaduk 3aBUCH-
MOCTHU CTeIeHH mpeBpaieHus (o) oT BpeMenu (pucyHok 4.11). [Ipu 3ToM HauvanbHas
TOYKa oTcueta BpeMeHH (o = () Obliia COBMEIIEHa C MOMEHTOM IO0JJa4u apTOHOKUCIOPO/I-
HOM cMecH B pabouuit 00bem anmnapata (42-s1 MUHYTa OTHOCUTEIIBHO BPEMEHHOM IIKaJIbI
pucyHnkoB 4.8 u 4.10).

Cuneil nuHuelt Ha rpaduke mpeACcTaBleHa KpUBas MIPEBPAILCHUS], @ CEPhIMU MTyHK-
THUPHBIMU JINHUAMU — TpU KacaTenbHble Ha yuacTkax II, III u IV pucynka 4.10. Buano,
YTO y BCEX TPEX KACATEJIBbHBIX PA3HBIA HAKJIOH, 3TO TOBOPUT O TOM, UTO MEXAHU3MBI pe-
aKIIMU Ha ATUX y4acTKax pa3Hble U SHEPTUs aKTUBAIMU OyAeT paccurTaHa JJisl KaXKJ10ro

II0 OTACJIIbHOCTH.
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KonnuecTBeHHEBIE mapamMmeCcTphbl KYCO‘IHO—HI/IHGI\/'IHOI\/,I AIllIIPOKCHUMAallu KHHCTHYC-

ckoii kpuBo# okucienust UN nipu temneparype 400 °C npencrapiiensl B Tadnuie 4.4.
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Pucynok 4.11 — I'paduk 3aBUCUMOCTHU CTETIEHU TIPEBPAIIEHNUS] MOHOHUTPU 1A
ypaHa ot BpemeHnu okuciienus npu 400 °C

Tabnuna 4.4 — IlapameTpsl TUHEWHOW aNMpPOKCUMAIIMKM KBa3UCTAIIMOHAPHBIX YYACTKOB
OKHCIeHUs MOHOHUTpU A ypana nipu 400 °C

Y4acToK Ha pUCYHKE IIpusec k KOHIY

2
410 Hakon R ydacTka
(%ﬁif 1}5) 0,03088 £ 6,75 - 10°  0,99997 0,89 %
(ESS;;ZKJ\I{E) 0,02204 + 1,49 - 10 0,99931 6,34 %
(z;:;::f]\rlg) 0,01403 +3,33 - 10° 0,99992 13,04 %

Bricokue 3HaueHns kodpdunuenta nerepmunanun (R?) moarsepxaaoT KOPpEKT-
HOCTbH pa3/IeJICHUsI CIOXKHOTO Mpoliecca OKUCICHUs Ha TpU 3Tamna. BennunHa HakiIoHA
anMpPOKCUMUPYIONIUX MPSMbBIX YACIEHHO COOTBETCTBYET 3(P(EKTUBHOM KOHCTAHTE CKO-

POCTH pCaKIIM1 Ha Ka’>XAO0M M3 BBIACICHHBIX MHTCPBAJIOB IIPCBPAIlICHUA.
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AHaJIN3 MOJTYYEHHBIX JaHHBIX YKa3bIBA€T Ha CHUXKEHUE d(PHEKTUBHON KOHCTAHTHI
CKOPOCTH IO Mepe MpoTekaHus npouecca. [lagenne ckopoctu 6oJiee ueM B iBa pa3a CBU-
JETEIbCTBYET O HapacTaHuM Ju(Py3UOHHOTO COMPOTUBIICHUS 32 CUET (POPMUPYIOIIHUXCS
OKCHIHBIX (ha3.

Kunernueckue kpusble npeBpamienuss u AT -curnanel ans temnepatyp 450 u
500 °C Obut 00pabOTaHbI [0 AHAJTOTUYHOW METOJIMKE KYCOUYHO-JIMHEHMHOro mpHOInKe-
HUsl. DU3NYECKHUI CMBICH CTAINM MOJTHOCTBHIO COXPAHSAETCS JISI BCETO U3YUYEHHOTO TEM-
neparypHoro unrepsaia. s koppexktaoro conocrtabienus T1' u ATI-kpuBbIX Ha COB-
MEILEHHBIX rpaduKax IIKasa BpeMeHU Oblla HOpMaJIu30BaHa: 3a HAYaJIbHYIO TOUKY OT-
CYETa BO BCEX IKCIEPUMEHTAX MPUHST HEIOCPEACTBEHHBI MOMEHT I10JIa4l apTOHOKHUC-
JIOPOJHOM CMECH B PEAKIMOHHYIO 30HY amnmnapara.

Ha pucynke 4.12 npencraBiaeHbl KHHETHUYECKUE KpUBBIE TTpouecca okucieHus UN

IIpU TPEX TEMIIepaTypax.
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Pucynok 4.12 — Kunetnueckne KpuBbl€ U3MEHEHUS MAcChl MOPOIIKA MOHOHUTPUIA
ypaHa Ipu OKUCIIeHUU B nHTepBasie temmeparypa 400-500 °C
ComnocraBiieHUE MOMYyYEHHBIX T1-3aBUCUMOCTEN OTpax)aeT HEOKUJaHHBIN Xapak-

T€p KMHETHKH Tporecca: ¢ poctoM temnepaTypsl oT 400 1o 500 °C cpenHssi CKOpOCTh
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npoiiecca cHukaeTces. Bpems nosHoro 3asepiienus nporecca rnpu 400 °C cocrasiset 72
MHUHYTHI, Ipu 450 °C — 78 munyT, a npu 500 °C — 82 MuHYyTBl. MOKHO MPEANOI0KHUTD,
YTO IIPU MOBBIIIEHUH TEMIIEPATYPhI YBEIUUUBAETCS CKOPOCTh 00pa30BaHUs TOBEPXHOCT-
HBIX OKCHJIOB, UTO 3aTPY/IHSIET NPOHUKHOBEHUE KUCIOPOAa Briyos 00pa3ioB. Ttorosoe
M3MEHEHHE MacChl 00Pa3IoB COMOCTaBUMO U cocTaBiseT + 13,1 £ 0,1 %.
DKCIepUMEHTaNIbHbIE MPO(IIN U3MEHEHUS JTOKaJIbHON TEMIIEpAaTyphl B 30HE pe-
aKIUHU I TPEX UCCIEAOBAHHBIX PEKUMOB MPEICTABIICHBI HA pUCYHKE 4.13.
VYcranosneno, uto npu 0azoBoil Temneparype neun 400 °C BenuuuHa neperpena
oOpasna coctasiusier + 19 °C, a npu 450 °C yBenmuuuBaetrcsa 10 + 20 °C. OnnHako, npu
JanbHEWIeM MOBBIIIEHUH TemiepaTypsl rneun 10 500 °C nabnrogaercss CHUKEHUE JI0-

KaJIbHOTO TEIJIOBbIAEIEeHUS. Bennunna neperpeBa camxaercs 1o + 12 °C.
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Pucynoxk 4.13 — TemnepaTtypHble TpodUin JOKaJILHOIO NeperpeBa 00pa3iioB MOHOHUT-
pHUia ypaHa B XOJI€ OKHCIICHUSI apTOHOKUCIOPOIHON cMechlo. [[yHKTUPHBIE TUHUAH CO-
OTBETCTBYIOT HOMUHAJIbHBIM TeMIIEpaTypaMm u30TepmMudeckux Boiepxkek (400, 450 u
500 °C)

Janubiit 3¢ dext o0ycaoBiaeH naccuBalMel peakliiMOHHONW MTOBEPXHOCTH 00pasiia

IIPU MOBBIIICHHBIX TeMIepaTypax. beicTpoe hopMUpoBaHHe MIOTHOTO OKCUIHOTO CJIOS
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3aTPyAHSET JOCTYI KHACIOPOAA K HUTPUY YpaHa, YTO CHUKAET HHTEHCUBHOCTh TEIIO-
BBIJICJICHUS U IPUBOJUT K YBEIUUYCHUIO NIUTEIBHOCTHA BCETO MPOIECCA OKUCICHUS.

Juddepenuuanbubie kpuBbie (pUCYHOK 4.14) KOJIWYECTBEHHO OMUCHIBAIOT U3MeE-
HEHUE MTHOBEHHOW CKOPOCTH MPOLIECCA BO BPEMEHH.

B nauanbnblil epuos B3aumojieiictBus (maTepBai 0—10 MUH) aMIUIUTY]a TUKOB
CKOPOCTH CHHJKAETCA C POCTOM TEMIEPATyphbl: MAKCHMAaJbHAs CKOPOCTh JOCTHUTAETCS
npu 400 °C u cocrasnsier 0,41 %/mun, Torna xak npu 500 °C oHa yMeHbIIAETCS 10
0,28 %/muH.

Takoit xapakTep 3aBUCUMOCTHU MOATBEPKIAET MPEANOIOKEHUE O TOM, YTO UHTEH-
CUBHBII pa3orpes B Havajie npoiecca npu remmneparype neun 500 °C npuBoAUT K OBICT-
POMY OKHCJIEHUIO NMOBEPXHOCTU 00paslia, 4YTO OTPAHUUYMBAET JOCTYIl OKUCIUTENS K pe-
aKIIMOHHOM 30HE, CHUXasl HAaYaJIbHYI0 CKOPOCTh U YBEJIIMUUBAsL OOLTYIO TPOIOJIKUTENb-

HOCTB ITpoIecca.
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Pucynok 4.14 — 3aBucumoctu audpepeHuanbHON TEPMOTPAaBUMETPUUECKON CKOPOCTH
OKHCJICHMS MOHOHUTPH/IA YpPaHa OT BPEMEHU B APTOHOKUCIOPOIHOMN CpeAe MPU TEMIIE-
parypax 400, 450 u 500 °C

[Tocne 30-it MunyTHI cKOpOCTh okucienus mpu 500 °C craHoBUTCA HanboJIee BbI-

COKOM M MEPEXOJUT B KBA3MCTALMOHAPHBIM YYaCTOK. DTO CBHUJECTEIBCTBYET O CMEHE
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JTUMUTHPYIONIEH CTaIUU U Tepexo/ie mpoiecca B UGG Y3UOHHBIN PEKUM, TI€ CKOPOCTh
B3aUMOJICUCTBHS TOTHOCTHIO OTMPENEISETCS CKOPOCTHI0 TPAHCIIOPTAa KHUCIOpOJa depe3
TJIOTHBIN OKCUIHBINA CJIOW K HETIPOpearupoBaBiieMy MOHOHUTPHUIY ypaHa.

Ha pucynke 4.15 mpeacraBieHbl KHHETHYECKHE KPUBBIE CTETICHHU TPEBPAICHUS
MOHOHUTpHUJA ypaHa npu temneparypax 450 °C (a) u 500 °C (6) B HOpMaIU30BaHHOU
ITKaJie BpeMEeHH. AHAJTOTUYHO HU3KOTEMIIEpaTypPHOMY SKCTIEPUMEHTY, Ha 00€HUX 3aBUCH-
MOCTSIX OTYCTJIMBO BBIJCIISAIOTCS TPH 30HBI, K KOTOPBIM OBLIH IIPOBEACHBI JIMHEHHEIC Ka-

carenbHeie 1, 2 u 3.
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Pucynok 4.15 — Crenenp npeBpailieHuss MOHOHUTPHUIA YPaHA B IIPOLECCE OKUCIIE-
Hug npu temneparypax 450 °C (a) u 500 °C (0)

CBOOHBIE KOJIWMYECTBEHHBIE PE3YJIbTaThl KYCOUYHO-JIMHEMHOW AaIMpOKCUMAaIWH,
BKJIIOYAIOIINE BPEMEHHbIE TPAHUIIBI CTaIuM, 3 (HEKTUBHBIE KOHCTAHTHI CKOPOCTEH peak-
MU ¥ KO3(PPUIMEHTHI IeTepMUHAIIMU 111 BCETO UCCIEAOBAHHOIO MHTEpBaja TeMIepa-

TYp CBEJIEHbI B Ta0nuiy 4.5.

Ta6numa 4.5 — CBoiHbIE MAKPOKMHETUYECKHUE MTapaMeTPhl KBa3UCTALIMOHAPHBIX CTaUN
okucineHusa UN B unrepane temneparyp 400-500 °C

Temnepa- Vuactox 1mpo- Bpemennoit O¢dextuBnas kon- | Kospduuuent
Typa WHTEPBAJI CTAa- | CTAHTa CKOPOCTH pe- | JACTCPMHUHA-
o mecca -1 2
neun, °C JIMU, MAH aKIMH, MUH nuu, R
Yaactok 1l 0—4 0,0309 + 0,00006 0,9999
400 (mpsimast Nel)
¥actox 111 4-22 0,0220  0,0002 0,9993
(npsimast No2)




[Iponomxenue Tabauib 4.5
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Temnepa- | Yuactok npo- | Bpemennoit | OddektuBnas kon- | Koraddunuent
Typa ecca UHTEPBAI CTaHTa CKOPOCTH pe- | JACTEepPMHUHA-
neun, °C cTaguu, MUH aKIMH, MAH"| min, R?
400 Yuactok IV 2272 0,0140 = 0,00003 0,9999
(npsimast Ne3)
uactok 11 0—4,7 0,0293 = 0,0002 0,9996
(mpsimast Nel)
450 Yuaactok Il 4, 5 4 0,0197 + 0,0001 0,9997
(npsimast No2)
Yuactok IV 1478 0,0152 + 0,00003 0,9998
(npsimast Ne3)
uactok 11 0—83 0,0237 = 0,0002 0,9997
(npsimast Nel)
500 Yuactok I 83—15 0,018 + 0,00005 0,9998
(npsimast No2)
Yuactok IV 1582 0,0149 + 0,00003 0.9999
(npsimast Ne3)

Ha nauanwHoO# cTaguu B3aumojerctBus (yuactok I, mpsimas Nel) addexrtunas
KOHCTAaHTa CKOPOCTH MOHOTOHHO cHikaeTca ¢ 0,03088 o 0,02369 mun™' npu noseimre-
Huu temnepatypsl ¢ 400 1o 500 °C. AHanmoru4HbIM TpeH 1 HAOII0IAETCS U HA IPOMEXKY-
TouHOM quddy3uonnom rtane (yuactok 11, npsmas No2), rie BenuurnHa KOHCTaHTBI CKO-
poctu peakuun ymenbimaercs ¢ 0,02204 1o 0,018 mun™'. DTOT (haKT MOATBEPKIAET, YTO
pPEe3KOEe OKUCIIEHHE MPU BBICOKUX TeMIIepaTypax MPUBOJIUT K MTHOBEHHOMW MacCUBALIUU
PEaKIHOHHON TOBEPXHOCTH.

Ha 3axntounTenbHON cTaauu JOOKUCIEHHUS MOPOIIKOOOpa3HOro mpoaykra (yda-
ctok IV, mpsimas Ne3) 3HaueHUsT KOHCTAHT CTAOMIM3HPYIOTCS B Y3KOM JHMAara3oHe
0,01403-0,01519 mun!, uto yKa3bIBAa€T HAa BIPABHUBAHUE TEIJIOBOTO OaaHCa CUCTEMBbI
U Tiepexo]1 npoiecca B 1u(PpHy3MOHHBIN pEeKUM.

Jns onpesiesieHus KaxXyIlencs: SJHEPTUM aKTUBAIIMU BBIICJICHHBIX CTAJIUNA OKHUCIIe-
HUSI MOHOHUTPH/IA YpaHa ObUT BBIMIOJIHEH pacueT MapaMeTpoB JIMHEHHON perpeccunt Ap-
penuyca B koopauHatax In(k) — 1/T. IlonyueHHble paHee 3HAYEHUSI TAHTEHCOB YIJIOB
HaKJIOHA alMpPOKCUMHUPYIOMIUX MPSMbBIX UCIIOIH30BAIM B KaU€CTBE IKCIEPUMEHTATBHBIX

KOHCTAHT CKOPOCTH peakiuu. PacdyeT mpoBoamim 000COOJIEHHO I KaKAOTO U3 TPEX
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BBIJICJIEHHBIX CTAIlMOHAPHBIX YU4acTKOB npoiecca. [lonydyennsie rpaduueckue 3aBUCUMO-
CTH B apPEHUYCOBCKHX KOOPANHATAX MPEICTABIICHBI HA PUCYHKE 4.16.

XapakTep MOJYYEHHBIX 3aBUCUMOCTEN B appEHUYCOBCKHX KOOPAMHATAX MMEET
BBIPAKCHHBIM HENWHEWHBIN BHU. [IpoBeneHne annmpoKCUMUPYIOMIUX MPSAMBIX METOJ0M
HAMMEHBIINX KBAJAPATOB IPUBOJIUT K MOJOKUTEIBHBIM YIaM HAKJIOHA, YTO BBIPAYKAECTCS

B IIOJIYUYCHHHU OTPHULATCIIbHBIX 3HAYCHUMN K&)KymeﬁCH OHCPIrUM aKTHBAIIUU.

etV qacTOK II
=—t=—"YqacTok III
=Y qacTOK [V

In(k)

0,00130 0,00135 0,00140 0,00145 0,00150
/T, K

Pucynok 4.16 — 3aBucumMocTt 3(hPEeKTUBHBIX KOHCTAHT CKOPOCTEHN Mpolecca
OKHCJICHHS] MOHOHUTPH/IA YpaHa OT 0OpaTHOM TEMIIepaTyphl B apPEHUYCOBCKUX KOOP-
nuHatax (In(k) — 1/7)

HaOnronaemsiit u3rud rpadukoB sIBJISIETCS CIEACTBUEM TOTO, YTO MPOIECC OKHC-
JIEHUS TPOTEKAeT B HeCTallmOHApHOM pexuMe. C MOBBIIICHHUEM TeMIEpaTyphl SKCIEpH-
MEHTa B CUCTEME JIABUHOOOpa3HO HapacTaeT moOOYHbIN 3(PeKT maccuBaluu MOBEPX-
HOCTHOTO CJIOSl HUTPHUJA ypaHa 00pa3yoIUMUCI OKCUIaMU.

Takum 00pa3oM, HEBO3MOXKHOCTh KOPPEKTHOT'O W3BIEYEHUS (DyHIaMEHTaIbHBIX
3HAQYEHUN PHEPruM aKTUBALMKM U3 TEPMOTPAaBUMETPUUYECKUX JAHHBIX JOKA3bIBAET, YTO
CKOPOCTh OKHCJICHUSI HUTPUJIA ypaHa ONPEJEseTCs He YHEPTeTUYECKUM 0apbepoM XH-
MHUYECKOTO B3aWMOJICUCTBUS, a TPAHCIIOPTHBIMU CBOMCTBAMH HEMPEPHIBHO M3MEHSIO-

LIENCS IOPUCTON CTPYKTYPBI OKCHIHOTO CJIOS.
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Brnusanue napyuanvnoco daenenusi kuciopooa 8 cocmase 2a3080l cmecu Ha CKOPOCHb
oxucinenus UN

JInst u3yyeHus BIAUSHUS KOHIEHTPALUM KUCIOPOJia B COCTAaBe ra3o0BOM cMecH Ha
CKOPOCTh Tpolecca okuciaeHus ¢pparmeHtsl mwiotHo Tabnerku UN maccoit 0,78-1,26
IpaMM, ¢ IUIOMAALI0 NOBepXHOCTH 1 cM? £ 0,5 cM? OKUCIIAIN B CHHXPOHHOM TEPMOaHa-
nu3arope npu temneparype 500 °C.

[lepen nawanom HarpeBa pabouyro siUelKy ammapaTa IMpOJyBalld TPEXKPATHBIM
00bEeMOM aprosa Jijisi yajneHus cieqoB atMochepHbix razoB. Harpes 1o paboueit Tem-
nepaTypbl BBHIIOIHSIN B TOTOKE MHEPTHOTO aproHa. Cnyctsa 10 MUHYT mociie BbIXxo/1a Ha
pabouyro TeMIepatypy MOTOK raza 3aMeHsUId Ha aproHOKUCIOPOAHYIO0 cMmech. B xoxe
AKCIEPUMEHTa HEMPEPHIBHO (PUKCHPOBAIM M3MEHEHHE Macchl oOpaslia U HU3MEHEHHE
OJIC TBEepIOOKCHIHOTO CEHCOPA KUCIOPO/Ia, MOAKIIYEHHOTO K JUHUU OTXOASIINX ra-
30B Ha BBIXO/IE U3 amlmnapara.

[Tonyuennsie TT- u JITI'-xpuBsle npuBeaeHsl Ha pucyHke 4.17 (a) u (06) cooTBeT-
cTtBeHHO. Ha rpaduke (a) ropu30HTaIBLHBIMU MYHKTUPHBIMU JTUHUSIMHU HAHECEHBI YPOBHH,

COOTBETCTBYIOIIME TEOPETUUECKOMY U3MEHEHUIO Macchl rpu nepexogax UN — UsOs u

UN — UO:s.
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Pucynok 4.17 — Kunetuueckue kpuBble u3MeHeHust maccol (a) u JITI'-kpuBble ckopocTu
npoiiecca (0) 00pa3lioB MOHOHUTPHUJIA YpaHa TPU U30TEPMUUECKOM OKUCIECHUU
(500 °C) B 3aBUCUMOCTH OT 00bEMHOI KOHIIEHTPAIIMKU KUCIOPO/Ia B COCTaBE Ta30BOM
cMecH
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[Ipu koHneHTpanuu kuciaopoaa 6 00. % (depHast KpuBasi) U3MEHEHHE MaCChI MPO-
HCXOJUT IJIABHO, a 00111ast IPOI0JKUTEIBHOCTh B3aUMOIEUCTBUS cocTaBmiia 170 MUHYT.
C pocroM koHIeHTpanuu kuciopoaa 10 12 u 20 06. % nakion TI'-kpuBbIX yBenuyuBa-
€TCs1, YTO CBUJIETENILCTBYET 00 yBETMYEHUU CKOPOCTH potiecca. Hanbosnee uHTEHCUBHOE
B3aMMO/ICHCTBUE MPOUCXOAUT MPU KOHLIEHTPAILIMH KUCI0poa B cocTtaBe cMmecH 50 00. %,
(3eneHast KpuBasi), re MPoIeCcC MOJHOCThIO MPOTEKAET B TeueHUe 16 MUHYT.

CornacHo nuddepeHIralbHBIM TEPMOTPABUMETPUUYECKUM KPUBBIM aMIUIUTY]a
HayaJbHBIX MUKOB CKOPOCTEH BO3pAacTaeT C YBEJIMYECHHEM MaplUalbHOTO JaBJICHUS
OKHCJIMTENS B Ta30BOM cMecH. Tak, 11 KoHIeHTpanui kucioponaa 6, 12 u 20 06. % Max-
cuManbHble CKopocTu cocTaBisioT 0,138, 0,215 u 0,282 %/MuH COOTBETCTBEHHO, TTOCTIE
Yero Ha KpuBbIX pukcupyercs AudPpy3uoHHbIE YUaCTKU 3aTyXaHHs IIpoliecca.

[Ipu okHCIeHNH CMEChIO, coqeprkamieit 50 00. % Kuciaopoa XxapakTep KHHETHKH
MPUHIUNHATBHO MEHSETCS: MaKCUMallbHasl CKOPOCTh CKAaUKOOOpa3HO YBEIUUUBAETCS 10
1,02 %/mun, a JITI'-xpuBas npunumaet ¢Gopmy y3KOro CHMMETPUYHOTO MUKA. ITO CBU-
JIETEILCTBYET O MEPEXO0JIe B3aUMOACHCTBHS B PEKUM UHTEHCUBHOTO TOPEHUSI, IPU KOTO-
POM BBICOKAsi KOHIIEHTpAIIUsI peareHTa Mo3BOJISIET MOJHOCTHIO 3aBEPIIUTH OKUCIECHUE JI0
HacTyIUIeHUs cTaauu AuG(Oy3uOHHOTO TUMUTUPOBAHUS OKCUIHBIMU (pazamu.

3aBUCHUMOCTH U3MEHEHUSI KOHIICHTPAIIMHU KUCIOPO/Ia B OTXOAIIUX ra3ax, MoCcTpo-
€HHbIEC HA OCHOBaHUU MOKa3aHUM CEHCOpa aKTUBHOCTU KHCJIOPO/Ia MPE/ICTABICHBI HA PU-
cyHke 4.18.

AHaJIn3 3aBUCUMOCTEN KUCIOPO/Ia B COCTaBE OTXOASAIIUX ra30B HArJISTHO MMOKa3bI-
BaeT IMHAMUKY €ro norjioiienus. Ha mpumepe s3xcrnepuMeHTa ¢ UCIOJIb30BAHUEM CMECH
20 06. % O 3aduKCUPOBAHO, YTO B MOMEHT MOJIaul OKUCIIUTEIS B anmnapat (65 MuHyTa)
KOHIIEHTpAIUsl KUCJIOPO/ia Ha BBIXOJI€ HE JOCTUTaeT HOMUHAJIBHOTO 3HAYEHHUSI,  CKAUKO-
oOpa3Ho yBenuuuBaetcs 10 16 00. %, mocie 4yero cienyer 3aTsiKHOM pOCT J0 UCXOIHBIX
20 006. %.

Takoii xapakTep 3aBUCUMOCTH KHCJIOPO/a Ha BbIXOJIE OTpaKaeT MHTEHCUBHOE T10-
TJIONIEHHUE YaCTU KUCTIOPO/ia B 30HE PEaKIu, B TO BpeMs KaK OCTalbHOM 00bEM ra30BOr0

MOTOKA MPOXOAUT Yepe3 siueiiky 0e3 B3aumojeinctus. [locne noctuxkenus 20 06. % Ha
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KpPUBOU JaTYMKa PETUCTPUPYETCS IIIATO, KOTOPOE XAPAKTEPU3YyEeT OKOHYAHUE MPOIIecca
OKHCJICHHUS.

[1nomanp Mo MOy4YeHHOUW KPpUBOM MO3BOJSET OLEHUTHh KOJIMYECTBO MOTJIOIICH-
HOT'0 KUCJIOPOJa HABECKOM B X0JI€ peakiuu. TakuM 00pa3oM CEHCOP aKTUBHOCTH KHCJIO-
po/ia MOXKET MPUMEHSTHCS B KauecTBe 3(PPEKTUBHOTO MHCTPYMEHTA JJIsl OHJIAH-MOHU-

TOPUHTA U ONPEAEICHUs OKOHYaHus mpouecca okucnenus UN.
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Pucynok 4.18 — 3aBHCMMOCTH KOHLIEHTPALMX KUCJIOPOAA B IOTOKE OTXOISAIINX I'a30B
IIPU U30TEPMHUYECKOM OKHUCICHHMM MOHOHUTPHUIA YPaHa B 3aBUCUMOCTH OT COCTAaBA UC-
XOJHOM aprOHOKHUCIOPOJHON CMECHU

Ha ocHOBaHMM MOJyYEHHBIX JaHHBIX OBUT BBINOJHEH pacdeT HaOJII0AaeMOoro Ku-
HETUYECKOTO MOpPsJIKa PEAKINH 110 KUCI0poay. CBsA3b MEXKAY MaKCUMaJIbHON MTHOBEH-
HOI CKOPOCTBIO U 00BEMHOM KOHIEHTPALMEHN Ta30BOr0 PeareHTa ONUChIBAeTCS YpaBHE-

aHueMm 4.7:

n
UmaX: k * (POZ) ’ (4.7)
I7I€ Vmax — MAKCUMaJbHasi CKOpOCTh mpornecca (nmuk T -kpusoit); Po; — mapuuanbHoe
JaBJIEHUE KHUCJIOPO/a B MIOIaBAEMOM T'a30BOM MOTOKE; N — MOPSIOK PEAKIIUU MO KUCIIO-

poxay.
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B cooTBeTCTBUM ¢ METO0JIOTUEN OTIPEACIICHUS TOPSIAKOB PEAKIINU IO CKOPOCTSIM
(meton BauT-I'odda [92]), norapudmupoBanue ypaBHeHus (4.7) MO3BOJISIET ONPEIETUTD
BEITMYMHY N TI0 TAHTEHCY yTia HAKJIOHA alMpOKCUMHUPYIOMIEH MPSMON B KOOPAMHATAX
In(Umax) — In(Po2). 3aBucuMOCTh Jorapudma MakCUMalbHOW CKOPOCTU OT Jiorapudpma

MapLUHUaIbHOrO AABJICHUS KUCIOPOIa NPEACTaBIeHa HAa pUucyHke 4.19.

y(x) = 0,932x - 3,801
OrR2=0,939

3
In(P,)

Pucynok 4.19 — I'paduk 3aBUCMMOCTH MaKCUMaJIbHOM CKOPOCTH Mpoliecca OT
KOHIIEHTpAI[MU KUCJIOPOJa B COCTaBE ra30BOM CMECH B JIOTapU(PMUUECKUX KOOpIUHATAX

dopMaTbHBIA pacyeT MO BCEM YEThIPEeM TOYKaM naeT d(PPEKTUBHBIA MOPSIOK pe-
akmu 0,93 £ 0,17. OngHako AeTadbHBINM aHAIN3 3aBUCUMOCTH ITO3BOJISICT BBIICIUTH IBE
pa3HbIe 00J1acTH:

B unrtepBanie Hu3kux KoHueHTpamui (6—20 06. %) annpokcuMaiius 1o TpeM Tou-
KaM JlaeT MOHMWKEHHOE 3HaueHHEe Mopsaka peakuuu n = 0,58, 4To NOATBEPKAAET Mpe-
MOJIOKEHHE O TOM, YTO MPOIecC MPoTeKaeT B AU PY3nOHHOM peKUME.

[Ipu mepexojae K CMeCH ¢ BRICOKUM cojiepkanreM okuciutens (50 00. %) makcu-
MaJlbHasi CKOPOCTh MPOIECCa 3HAYUTENIbHO BO3pPACTAET, YTO MPUBOIUT K OTKJIOHEHUIO
rpaduka BBepx. M30bITOK ra30BOro peareHTa nmojHOCThIO HUBEIUPYET AU( y3MOHHBIE

OTpaHUYCHHUS], B PE3YbTATE YETO PEAKIIMS IEPEXOJIUT B PEXKUM 0€30apbepHOTro B3aUMO-

JIEHCTBHS.
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Takum 00pa3oM HcclieIOBaHUE BIUSIHUS COCTaBa ra30BOM CpeJibl HA KHHETUKY U30-
TEPMHUYECKOTO OKHCIIEHUSI MOHOHUTpH A ypaHa npu S00 °C BeIIBUIIO BO3pACTAHUE MTHO-
BEHHOM U CpeJIHeM CKOpPOCTEN peakiuu, Mpu 3TOM KOHEUHbIN (ha30BbIi COCTAB MPOIYK-
TOB BO BCEM M3yUE€HHOM HHTepBaje AaBiaeHui Oz octaercs Hem3aMeHHbIM (UO3/U30s).

AHnanu3 nopsjka peakuuu no metony Bant-I'odda mokazan cmMeny TuMHUTHPYIO-
UX CTaAui peakuuu: mpu KoHueHTpanusx Oz 620 06. % nopsAoK peakiuu 1m0 KUCIo-
poay cumxeH (n=0,58), a mpu nepexojie k cmecu ¢ 50 06. % Oz NOpsAI0K peakiuu cTpe-

MuTCs K equnute (n = 0,93).

Ananus omxod}m;ux 2306 npu OKUCJIeHuu MOHOHumpuda ypaHa

JIns yCcTaHOBJIEHUS COCTaBa OTXOJSIIMX Ta30B MPU OKHUCICHUH MOHOHUTPHUAA
ypaHa ObUI IPOBEJAEH CUHXPOHHBIM MacC-CIIEKTPOMETPUUYECKUM aHaIu3 C MCIOJIb30Ba-
HUEM KBaJPYIOJILHOIO Macc CIIEKTPOMETpPA, MOAKIIOUEHHOTO K BBIXOly TE€pMOaHaIu3a-
TOpa.

Ha pucynke 4.20 npencraBieHbl COBMEIIEHHBIE PE3YJIbTAThI HEU30TEPMHUUECKOTO
(ckopocTh HarpeBa 10 K/MuH) TepMorpaBuMeTpuueckoro u auddepeHimaibHo CKaHu-
PYIOIIEro KaJlOpUMETPUUECKOTO aHalu3a npoiecca okucienus: ¢pparmenta UN maccoit
16,42 Mr B TOKe aproHokuciopoanoi cmecu (20 06. % Oy).

[lonyueHHble TaHHBIE MOBTOPSIOT paHEe MPUBEACHHBIE PE3yJIbTaThl MO MOUCKY
TeMIrepaTypbl Hauana peakiuuu. OTMETHM JIUIb, YTO PEAKIUS UHUIIMUPYETCS MPU TEM-
nepatype 420 °C, a nuk JICK kpusoit npuxoautcs Ha 434 °C. OO11iee U3MEHEHHE MaCChI
cocrtaBisieT +11,9 %.

Pe3ynbTaThl aHaMM3a cOCTaBa BBIICISIONINXCS FAa30B, MOJIYYEHHBIE METOJIOM CHUH-
XPOHHOUM MAaCC-CIIEKTPOMETPHH, TPEACTABIEHBI HA PUCYHKE 4.21.

N3 nory4eHHBIX 3aBUCUMOCTEN BUIHO, YTO B MHTEpBaie temmeparyp 420—450 °C,
Hapsly CO CTallMOHAPHBIMU IMOTOKAMU T'a30B HOcUTENeH co 3HaueHusMu m/z =40 (Ar) u
m/z = 32 (O2), perucTpUpyeTCcsi UHTEHCUBHOE BBIJCICHUE TPOYKTOB B3aUMOICUCTBUS
MOHOHUTpPHUJA ypaHa ¢ KUCIOPOo oM. OCHOBHBIM a30TCOIEPKAITUM KOMIIOHEHTOM Ta30-

BOM (ha3bl SABISAECTCA MOJEKYJSIPHBIN a30T, PUKCUPYEMBIN MO PE3KOMY CKAauKy HOHHOTO
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TOKa JJIsl COOTHOIIIEHUS Macchl K 3apsiay 28 (N2), MAKCUMYM KOTOPOT'O COBIAJAET C MU-

KoM TemioBblaeneHus Ha JICK-kpuBou.
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Pucynok 4.20 — Tepmorpamma (TI'/JICK) HEn30TE€pMHUUECKOTO OKUCICHUS MOHO-
HUTPHUJA ypaHa B TOTOKE aprOHOKUCIOPOAHON cMecu (00beMHBIN pacxoy raza — 25
MJI/MUH, Macca HaBecku — 20,47 mr)
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Pucynok 4.21 — MI3MeHeHnEe HOHHBIX TOKOB KOMIIOHEHTOB OTXOASAIIEN Ta30BOU
CMECH NIPU HEU30TEPMUYECKOM OKMCIIEHNH MOHOHHUTPHJIA ypaHa
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BaxkHbIM pe3ynbTaToM SIBISETCS HalMyue HOHHBIX TOKOB m/z = 30 (NO) u m/z =
46 (NO»). Hanmuune cMHXpOHHBIX THKOB MajIO MHTEHCUBHOCTH JIJIS JAHHBIX OTHOIIICHUN
m/Z CBUAETEILCTBYET O MPOTEKAHUU MAPAJIIETBHBIX PEAKIIUA OKUCIEHUSI MOHOHUTPHUIA

ypaHa, nIpeCTaBJIEHHbIX B Tabnuile 4.6

Tabnuna 4.6 — YpaBHEeHUs peaklil OKUCICHUS MOHOHUTPHUAA ypaHa ¢ oOpa3oBaHUEM
OKCHJIOB a30Ta

N3menenune >neprun ['m66ca

%
PaBHEHHE peaKIuu (AG) mpu 420 °C, k]I

4 | 1
UN+ 2 05() = 3 UsOg + 5N (1) ~797,92
3 1
UN+ 2 05(1) = U5 + 5N (1) ~807,22
19 1 1
UN + — 0,(r) = =U;05 + =N,O(r) ~731,26
12 3 2
7 1
UN + ZOZ(F) = U03 + ENzo(F) _740,55
11 1 1
UN+ —05(r) = 3 UsOg + 7NO(r) ~716,27
UN + 2 O,(r) = UO; + NO(r) 725,54
7 |
UN + 502(1") = §U308 + NOz(F) _721,97
5
UN + 5 Oz(r) = UO3 + NOz(F) _731924

Taxxe puxkcupyeTcst CHHXpOHHBIN MUK JIJIs1 COOTHOIIIEHHUS MaccChl K 3apsiny 44, Ko-
TOpbIN oTBevaeT nbo BoiAeneHnto CO2, 1160 okcuay azota N2O, mubo yka3bIBaeT Ha UX
coBMecTHOe BbleneHne. OOpa3oBaHue YIJIEKHCIOro ra3a oOyCIIOBJIEHO BBITOpaHUEM
OCTaTOYHOTO YTIEPOJAa, HAXOMASAIIErocs B HUTPUAHON MaTpHIle B BUAE TBEPIOTO pac-
TBOpa WJIM KapOWIHBIX BKIIIOUEHUH MOciie KapOoTepMUUIecKkoro cuHTe3a. Paspymienue
KPUCTAITMYECKON PEIIeTKH CIIOCOOCTBYET BBITOPAHUIO YTIACPOAHBIX IPUMECEH U yaalie-

HUIO UX B Ta30BYIO (a3y.
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4.4.2 A30THOKHMCJIOPOJHBbIE CMECH

Ha ocHoBe nmpoBeeHHBIX paHee UCCIEAOBAaHUN BIUSHUS COCTaBa ra30BOM Cpelibl
Ha MPOILIECC OKUCIEHUS ObLJIO YCTAaHOBIIEHO, YTO KOHIIEHTPAIUs KUCIopoaa Ha ypoBHe 20
00. % siByisieTcst HanboJee NPEANOYTUTENHLHON C TOUKU 3peHus OaaHca MEXAy KUHETH-
YECKUMU MapaMeTpaMu Mpolecca 1 MHTEHCUBHOCTBIO 3K30TepMuueckoro sddexra. Usz-
obITOK okucauTens (50 00. %) NPUBOAUT K HEKOHTPOIUPYEMOMY MEPETPEBY, a APULIUT
(6 00. %) 3aTsaruBaeT odiiee BpeMs mpoiecca.

Haubonee pacnpocTpanenHas razoBas cMech, coaeprkamas 20 06. % kuciaopoaa —
3T0 atMoc(hepHbIi Bo3ayX. OJIHaKO 3aMeHa MHEPTHOI'O aproHa Ha a30T B KaueCcTBe rasa-
HOCHUTENSI MOKET MPUHIIMITUATIBEHO U3MEHUTh KHHETHKY MPOIecca, MTOCKOIbKY a30T SIBJISI-
€TCsl HEMOCPEJCTBEHHBIM MPOAYKTOM peakiuu. B maHHOM pasjene mpoBelIeHO CpaBHe-
HUE€ OKHUCJICHUSI MOHOHUTPHUJA ypaHa B apTOHO- U @30THOKHUCIOPOJIHBIX CMECSX.

CpaBautenbuble TI-KpuBBIE HEHU30TEPMHUYECKOTO OKUCICHHS MOHOHUTPHUJIA
ypaHa B cpeflaX aprOHOKHCJIOPOAHON CMECH U UCKYCCTBEHHOTO BO3/yXa MPUBE/ICHBI HA

pucynke 4.22.

114} UO, |

12 F U0

e UN + Ar+0, (20%)
UN + N,+0, (20%)
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Pucynoxk 4.22 — CoBmemiennsie TI'-KpuBbi€ OKUCIEHUS MOHOHUTPHU/IA YPaHa B Cpeaax
APrOHOKHUCIOPOJHON U A30THOKUCIOPOAHOM CMECEN ¢ KOHLUEHTPAMEW KUCIOpOaa
20 00. % (oObemHBIN pacxoj raza — 25 MiI/MuH, Macca HaBecku 111 Ar + Oy — 16,42 wmr,
st No + Oz — 12,24 mr)
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N3 momy4eHHBIX TaHHBIX BUIHO, YTO 3aMEHA MHEPTHOT'O aprOHa Ha a30T B KAUECTBE
raza-HOCHUTEJIS HE OKa3bIBACT MPUHIUINAIBHOTO BIUSAHUS HA KHHETUKY Tpouecca. B nn-
tepBasie Temmepatyp 250400 °C dbuxkcupyeTcs HE3HAUUTEIbHBIM WHIYKIIMOHHBIA Tie-
pUOM, KOTOPBINA CABUTAET HAYAJI0 MHTEHCUBHOTO B3aUMOJICUCTBUS B 00JIaCTh 00Jiee BbI-
cokux temnepatyp (Ha 10-12 °C oTtHocuTenbHO aproHoBoil cmecu). JlanHbil a3 ekt
MOXET OBITh OOYCJIOBJIEH MapilMalbHbIM JaBJIECHUEM a30Ta B MOTOKE raza, Co3AarolieM
cnaboe TepMOJMHAMUYECKOE TOPMOKEHUE HA HAYaIbHOM ATare OKUCIICHHUS.

Opnako, npu aoctwxkennu 420 °C 006e KpuBbie JEMOHCTPUPYIOT MOYTH UJICHTHY-
HBIN XapakTep Habopa Macchl. Koneunbie mato TI-curHaiaoB MOJHOCTHIO COBMAJAIOT,
nocturas 3Hauenus 112,07 %.

JIOTTOTHUTENBHBIM TOATBEPKICHUEM HEU3MEHHOCTH MEXAHU3Ma B3AaUMOJICUCTBUS
CITy>KaT pe3ynbTaThl TuddepeHInanbHON CKaHUPYIONIEH KaJOpUMETPHUH, MPEICTABIICH-

HbIC Ha pUCyHKe 4.23.

| DK30]

(e JICK-Crrmran UN + Ar+0,(20%)
-5 | [ TCK-Crrran UN + N,+0,(20%) -

1
—_
()}
T
1

JCK-Curnan, MBt/Mmr

300 350 400 450 500 550
Temmnepartypa, °C

435 |

Pucynoxk 4.23 — 3aBUCUMOCTH TEIIOBOTO MOTOKA OT TEMIEPATYPBI IPU OKUCIEHUHA MO-

HOHUTPHUJA ypaHa B a30T- U apPTOHOKUCIOPOAHBIX CpefiaX Mpu 0OBEMHOM COJIEpKAaHUU

kucioposa 20 % (o0bemMHBIN pacxof raza — 25 MJI/MUH, Macca HaBecku 111 Ar + Or —
16,42 mr, nyst N2 + Oz — 12,24 mr)
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[Ipodunu TemnnoBoro NoToka A 000MX CIy4aeB IEMOHCTPUPYIOT MOJHYIO UJICH-
TUYHOCTh ()OPMBI U aMIUIUTYIbI dK30TepMuueckux 3¢ dekroB. B apronokuciopoaHoit
CMECU MAaKCUMYM TEIUIOBBIACIEHUS peructpupyercs npu temmeparype 435 °C, torma
KaK B a30THOKUCIOPOJIHON aTMocdepe 3TOT SIKcTpemyM cmemnaercs k 439 °C.

3aduxcupoBannbiii ciBur Ha 4 °C cornacyercst ¢ TI'-naHHBIMM U yKa3bIBaeT Ha
MUHUMAJIbHOE TOPMOKEHUE HAYalIbHOW CTaJNM OKUCIICHHS B U30bITKE a3oTa. [Ipu 3ToMm
MAaKCHUMAaJIbHOE€ 3HAYECHHUE YAEIBHOIO TEIUJIOBOIO IOTOKAa COBMAAAET W COCTABISET
—29...—30 mBT1/mr. UHTerpanbHbie MI011a1d 01 KpUBBIMU COTIOCTaBUMBI U paBHBI 908,2
u 891,8 kJ[»/MOJb 1JIs1 aprOHO- U a30THOKUCIOPOHON CMECH COOTBETCTBEHHO.

Takxe ObLIM MPOBEICHBI SKCIEPUMEHTHI 10 U30TEPMUUYECKOMY OKHCICHHUIO MPU
450 °C. Kunernyeckue KpHUBbIE M3MEHEHHUS MAacChl 00paslia ¥ MIHOBEHHON CKOPOCTH

npoiiecca (BCTaBKa) MpeECTaBICHbI Ha pUCYHKe 4.24.

na-vo, +13,13% -
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[ UN + Ar+0, (20%)
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Pucynok 4.24 — Kunetnueckne KpUBbIE U3MEHEHUS MAacChl MOHOHUTPHUA YpaHa MpH
nzotepmuueckoM okuciennu (450 °C) B cpegax Ar + 20 06. % O2 u N2 + 20 06. % Oo.
Ha BcTtaBke mpuBenensl cootBercTBytonue T -3aBucumocTu (00beMHBIN pacxo rasa

— 90 mn/mMuH, Macca HaBecku it Ar + Oz — 1025,4 mr, mist Na + Oz — 986,1 mr)

HOJ’Iy‘IeHHBIC pe3ybTaThl CBUACTCILCTBYIOT O TOM, YTO HavaJIbHBIM ATaIl OKUCJIE-

HUA IIPOTCKACT UACHTHYHO B 000HMX Ta30BBIX CMECSX. OI[HaKO MaKCHMaJlbHass CKOPOCTb
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MpoIlecca Mpyu OKUCICHUU a30THOKUCIOPOHON cMmechio Bhimie (0,46 %/MuH) yem mpu
OKHCIIEHUH aproHoKuciopoiHoi cmechio (0,39 %/mun). [lomumo 3Toro, miaTo B 3KcIe-
PHUMEHTE C a30THOKUCIOPOIHON CMECBHIO IOCTUTAETCA Ha 14 MUHYT paHblIe. DTO CBSI3aHO
¢ IByMsl (pakTopaMu: UCXOJIHAsI Macca 00pa3lia B SKCIIEPUMEHTE C aprOHOKHUCIOPOHOM
cMechio coctaBisuia 1,0254 1, yto Ha 6 % MpeBBIIANIO MACCy HABECKHA B aprOHOKHUCIIO-
POAHOM cpefie; 6oJiee BhICOKAs TEIJIOMPOBOIHOCTh MOJIEKYJISIPHOTO a30Ta 00ECIIeYnBaeT
3 PeKTUBHBIN OTBOJ BBIICIAIONIEIOCS TeIUla B HaYaie MHTEHCUBHOTO B3aUMOJEHCTBUS,
YTO MHUHHMU3HUPYET JIOKAJIbHBIA TEPETrpeB W MNPEIOTBPALIAET CHEKAHUE OKCUIHOU
IJIEHKW Ha TOBEPXHOCTH 00pa3iia, OJOKUPYIOIIEH TOCTYIl OKUCIUTENS K HEMPOopearupo-
BaBIIEMY HUTPULY .

KauecTBeHHBIN U KOJWYECTBEHHBIN COCTaB MPOJYKTOB ObLI ONpEeTIeH METO0M

penTreHoa3oBoro ananusa (pucyHok 4.25).

—— JTndpakrorpamma mporykTa okucicHus Ar + 02 (20 06. %)

—— Judpaxrorpamma npoaykra okucieHust Ar + N2 (20 06. %)

VIHTeHCHBHOCTH, HMIT

a2,

Pucynok 4.25 — CpaBHUTENIbHBIE TUPPAKTOrPAMMBI IPOTYKTOB OKUCIEHUS MO-
HOHUTpHUAA ypaHa B cpenax Ar + 20 00. % Oz u N2 + 20 006. % O:

DKCIepUMEHTaNbHbIE TUdpaKIUOHHbIE NPoduId 000X 00pa3lOB JAEMOHCTpPH-
PYIOT MOJHYI0 UACHTUYHOCTH IO MOJOKEHUI0 U OTHOCUTEIHHON MHTEHCUBHOCTU BCEX
OCHOBHBIX pe(JIeKCOB BO BCEM UCCIEJOBAHHOM UHTEpPBAJIE YIJIOB.

CorynacHo pe3yiibTaTaM aHajin3a, KOHEYHbIE MPOAYKTHl B 000UX Cilyyasx Ipej-
CTaBIAIOT cO00M NByX(a3Hyro cMech Tpuokcuaa ypaHa o-UO3 U OKTaoKcHa TpUuypaHa
U30s. KonnuecTBeHHOE coOTHOIIEHHE (a3 B aprOHOKHUCIOPOAHOM cMmecu — 52 Mac. %

UOs u 48 mac. % U3Og, a mpu OKUCIEHUH a30THOKUCIOPOAHOM cMechio — 56 mac. % UO3
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u 44 mac. % U3Os. Habmromaemoe He3HaUMTEIRHOE pacXokaeHre B 101X a3 (4 mac. %)
HAXOJIUTCS B TIpe/esiaX MOTPENTHOCTA METOJa U XOPOIIO COTJIACYETCS CO 3HAYCHHSIMU
AKCIIEPUMEHTAIBHOTO U3MEeHEeHHs Macc 00pa3ioB (+ 13,13 %).

Takum oO6pa3zoM ObLIO MOKAa3aHO, YTO MPOAYKTOM okucieHus: npu 450 °C BHe 3a-
BHCUMOCTH OT raza HocuTes siBisieTcst cmech okeuanbix a3 (UsOg + UOs). beuio ycra-
HOBJICHO, UTO TP TMEPEX0Jie Ha a30THOKUCIOPOIHYIO CMECh MAaKCUMajbHas CKOPOCTh

npoiiecca yBenuuunach Ha 18 %, a oOliee Bpemsi peakiuu COKpaTWiioch Ha 14 MUHYT

(17 %).

4.5 BbicokoTeMmeparypHas o00padoTKa  HUTPUAHOIO  OOJIYYEHHOIO
SIIEPHOT0 TOIJIMBA

brina BeIMoONIHEHA SKCIIEpUMEHTANIbHAS MPOBepKa 3(PHEKTUBHOCTU BHICOKOTEMITE-
patypHoii o0paboTku HuTpuaHoro OST, HanpaBieHHAs HA OTAENEHUE TOIIIUBHOU KOM-
MO3UIMU OT 000JIOYEK TEIIOBBIICISIONIUX FJIEMEHTOB U yAAJICHUE JETyYUX MPOYKTOB
nenenns [93]. Jlns mpoBeaeHUs UCCIEOBaHUM UCIIONb30BAIN (PparMeHThI TBAJIOB C HUT-
PUIHBIM TOIUIMBOM, oTpadboTtasmieM B peaktope bH-600 B Teuenue 589,2 sppekTuBHBIX
CYTOK B COCTaB€ KOMOMHUPOBAHHOM AKCIIEPUMEHTAIBLHON TETUIOBBIJEIIONIEH cOOpKH 7
(K9TBC-7). Ilpu nomoliiu TUCTaHIIMOHHOTO TpyOOpe3a B BO3AYIIHON pagualliOHHO3a-
IIUTHOM KaMepe TBAJ pa3aeiiuin Ha pparMeHnTsl JiuHOU 1520 Mm. OCHOBHBIE XapaKTe-

PUCTUKU UCCIEOBAHHON MapTUX PparMeHTOB TBAJIOB MPEJCTaBICHbI B Ta0muIe 4.7.

Tabnuna 4.7 — OCHOBHbBIE XapaKTEPUCTUKU HCCIENYEeMOU MapTuu pparMeHTOB TBIJIOB
K3TBC-7 co CHVYII OAT [93]

[TapameTp 3HaueHue
HanmenoBanne cOOpku KO9TBC-7
['myOuHa BBITOpaHMsl TOIUIMBA, Yo TSXK. art. 6,34
MaccoBast 10Jis1 U30TOIOB ypaHa, % 75,3
MaccoBast 10Jis1 U30TOINOB ITYTOHUS, % 12,7
Hapy:xHblif TuaMeTp U TONINHA CTEHKU 000JI0YKH 6.9 x 0.4
TBYJIa, MM ’ ’
JlnuHa ¢hparMeHTOB TB3JI0B, MM 15-20
CymmMapHas macca (hparMeHTOB TBYJIOB, T 155,1

Pacuernas macca CHVYII OAT, r 131,8
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Bricokotemnepatypuyo o0pabotky ¢parmentoB TB3asioB co CHVYII OAT
MPOBOAWIM Ha JIaDOpaTOPHOW YCTAaHOBKE, NPUHIUIIMAIIbHAS CXeMa KOTOPOM
MpEJICTaBICHA HA pUCYHKE 4.26.

YcranoBka miia nposeneHus BTO cocTosina u3 BEpTUKAIBHOM MEYU CONPOTUBIIE-
HUS C Juana3zoHoM padounx temmepatyp A0 1200 °C u nocienoBaTebHOTO Kackaaa u3
YEeThIPEX JIOBYIIEK. BHYTpU peakiiMOHHOM 30HbI HAa TOABECE pa3MeIlalics aTyH/10BbINA TH-
refib, NpelHa3HadyeHHbId s 00pa3noB OAT. BeixonHol marpy0oK peakTopa coeau-
HSUJICS IIJTAHTOM C CUCTEMOM JIOBYIIIEK.

[lepBas moByIIKa HE UMeNA KUJAKOCTHOTO HAMOJTHEHUS U CHAPYKHU OXJIaXK]1aJach
MPOTOYHOU BOJOM; €€ HAa3HAYEHHE 3aKirouanoch B kKoHaeHcanuu JIII/] Ha x0momHbIX
BHYTPEHHHX CTe€HKaX. Bropas 6apOoTakHoro Tuma Obljia 3aojHeHa pacTBOPOM a30THOM
kucioTel 00bemMoM (HNO3, o6beMoM 250 M1, KOHLIEHTpanuei 1 MOb/JT) U CITy>Kuma AJist
yJaBIMBAaHUS MAPOB HECKOHIEHCUPOBABIINXCS MPOYKTOB JeJieHUs. TpeThs U yeTBepTast
cojiep>Kaiii BOAHBIN pacTBop runpokcuaa Hatpus (NaOH, oo6bemom 250 mii, KOHIIEHTpa-
uuel 1 MOJIB/1) U mpexHasHayamuch 1S yaasnmuanus paguoyriaepona (M*C) B gopme
PacTBOPUMBIX KapOOHATOB.

DKCIEepUMEHTAIbHBIE YCIOBUS OTACIBHBIX ATAMlOB BHICOKOTEMIIEPATypHOU 00pa-

6otku CHVYII OSAT npencrapnenst B Tabnuie 4.8.

Ta6numa 4.8 — YcinoBus mpoBeieHus BeicokoTeMmIiepaTtypHoit oopadorku CHYIT OAT

Bpewms BbI-
CxopocCTh
Temmepa- | mepKu B U30-
Ortan o l'azoBas cpena MOJAa4u ra-
Typa, °C TEPMHUYECKHUX 0B, MIL/MUH
YCIOBHUSIX, Y ’
A30THpOBaHNE 850 10 Na 525
JleazotupoBanue 1200 5 Ar 525
OxwucieHue 850 5 Ar + O2(10 06. %) 525

[Tocie okOHYAHUS KaXKJI0TO ATara BEICOKOTEMITEpAaTypPHOM 00pabOTKU JIOBYIIKY C
BOJSHBIM  OXJIQXKICHUEM TPWXKIbl OMBIBAIM PACTBOPOM Aa30THOM KHUCIOTBI C
KOHIIeHTpalued 1 Monb/n Jjsi mepeBoja KOHJEHCHUpOBaHHBIX Ha crenkax JIIIJ[ B
KUJKYI0 (azy. [lomyueHHbIe TPOMBIBOUYHBIE PACTBOPHI U PACTBOPHI U3 0APOOTANKHBIX

JIOBYIICK aHAJIM3HUPOBAJIN HA COACPIKAHUC am)(ba—, Oera- u raMmma-oMHUTTCPOB.
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KonuuecTBeHHBbIE JaHHBIE O PacHpeACICHUN PaAUOHYKINA0B, OOHAPYKEHHBIX B
noBymikax amnmnapara BTO nocne sTana a3oTupoBaHus, IpeacTaBieHbl B Tadnuie 4.9.

[lonyueHHble AaHHBIE paJuOMETpUUYECKOro aHanu3a (tabnuma 4.9) cBuuetelnb-
CTBYIOT O MUHMMAaJIbHOM BBIXO/I€ MPOYKTOB JIEJICHUS Ha 3TAarle a30TUPOBAHUS: UHUBH-
IyaJIbHBIM YHOC KaXKJI0T0 U3 UCCIEAOBAaHHBIX HYKJIUAOB B Ta30BYI0 (pa3y Ha JaHHOU CTa-

nuu He npesbimaet 1,2 % ot ero ucxomnoro coaepxanus B CHYII OAT.

Tabnuna 4.9 — Pacnipenenenue paguonykiauaoB [1]] mo nopymkam anmnapara BTO nocine
stana azotupoBanus CHYII OAT [93]

Conepxanue Jons ot cogepxkanust B ucxogaom OAT, %
Hy ki éﬁ?ﬁﬂgg\; Cyxas | Kucnotnas | Ilenounas | Illenounas
KSTBC-7 J10- JIOBYIIKA noBymka-1 | soBymka-2 | Hroro
Ex > | Bymika (HNO») (NaOH) (NaOH)
106Ry 1,9x10!"! 1,1 0,1 —- — 1,2
134Cs 1,4x10" 0,06 0,17 0,09 0,09 0,41
37Cs 7,1x101 0,06 0,17 0,09 0,09 0,41
HC 2,0x10° - — 1,0 — 1,0
‘H 2,4x108 - 1,0 0,2 - 1,2

Haubonpiuit Berxon cpean metamuinueckux 1] nemoHcTpupyeT pyTeHuii, uToro-
BBII YHOC KOTOpOro coctaBisieT 1,2 %, mpu atom 1,1 % OT ero ucxogHou akTUBHOCTHU
JOKAJIN3YETCsl B NIEPBOM JIOBYIIKE. BO3roHKa M30TOMOB LIE3MsI HA 3TAalle a30TUPOBAHUS
MuHUMabHA U cocTaBisieT 0,41 %. PaBHOMepHOE pactipeieneHne ne3ust Me1y KUCIOT-
HBIM U IIEJI0YHBIMU 0apOOTEpaMu CBUIETEIBCTBYET O TOM, UTO HYKJIHUJ BO3TOHSIETCS B
BUJIE YIBTPAAUCIEPCHOTO a’po3oiist noauaa me3us (Csl), 4acTUYHO MPOCKAKMBAIOIIETO
uepes Kackaj nosymiek. Paguoyrnepon (14C) caspiBaeTcs B IepBoOii MIEIOYHOM JTOBYIIIKE
B BUJIE PACTBOPUMOr0 KapOoHAaTa HATpHUsl, B TO BPEMsl KaK TPUTHI MPEUMYIIECTBEHHO
yiaBiauBaeTcs B KuciaotHou noBymike (1,0 %).

[Tocnie 3aMeHBI CUCTEMBI JTOBYIIEK TOTUIMBHYK) KOMITO3UIMIO OABEprain 1ea3o-
TUPOBAHUIO B COOTBETCTBUU C PEKUMOM, IpuBeaeHHOM B Tabiule 4.8. [Tocne 3aBepie-
HUS TIpollecca U OXJaXJACHUsl meur oOpasibl M3BJIEKANW W3 TUTJS JIJIi BU3YaJbHOTO

OCMOTDA.
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B turens n3HavansHO ObLI0 3arpyxeHo 35 pparmentoB ¢ OAT. B pesynbrate no-
CJIeI0BaTEIbHBIX MPOLIECCOB a30TUPOBAHUS-I€A30TUPOBAHUS CTATbHbBIE 000JIOUYKH TB)-
JI0B OBUTH YaCTUYHO OCBOOOK/ICHBI OT TOIJIMBHONU KOMITO3UIUU; OOJIBITUHCTBO 000I0UYEK
MOABEPIIINCH AehOopMallii, UMEIH MPOJI0JIbHBIE Pa3pbIBbl, BEI3BAHHBIE OOBEMHBIM (-
(dbexToM (pazoBbIX MpeBpalieHuit o0cCHOBHOTO KoMnoHeHTa O T — MoHoHUTpHUa ypaHa. B
TUrjie ObUIo HaiifieHo 44 cTalnbHBIX (parMeHTa MPOU3BOJILHON (HOPMBI, CXEeMaTUYHOE

M300paxKeHue KOTOPBIX MPEJICTABICHO HAa pUcyHKe 4.26.

Pucynok 4.26 — CxematuuHoe nzo0paxeHue 1epopMUpPOBAHHBIX CTAbHBIX (hparMeH-
TOB, Hal{JICHHBIX B TUTJIE TIOCJI€ a30TUPOBAHUSA-1€a30TUPOBAHUS

bonbimas yacte GpparMeHTOB TBAJOB COJAEprKajia HEOTJEIUBIIYIOCS TOIUIUBHYIO
KOMIO3UIIUIO, MPEICTABIISIIOLYI0 COOOM KOHTJIOMEPAT TEMHOTO 1[BETa, KOTOPHIA IPU MU-
HUMaJIbHOM MEXaHMYE€CKOM BO3JEHCTBUHU OTAEIUICS OT 000siouek. CaMOompou3BOILHO
ornenuBiasica yacth OAT mpexacrarisiiga co00i KPYMHOKPUCTATUIMUECKUN MOPOIIOK
YEpPHOTO I[BETA.

OTtneneHHble 0T 000JI049eK MOPoIIOK U koHTIIoMepaTsl OAT B3BemmBanu, ux cym-
MapHas macca coctaBmia 130,5 r. IIpu aTom macca noporika coctaBuia 117,51 (90 % ot
oOmieit maccsl otaenernHoro O T), a Macca KOHTTTIOMEPaTOB, OTAEIECHHBIX MEXaHUUECKUM
BoznericTBreM Ha TB3JIbI — 13,0 1 (10 % ot oOweit maccel otaenénnoro OAT). Iomyuen-
HBIE IAaHHBIE XOPOIIIO COTJIACYIOTCS C pacYeTHOM Maccoil TornuBHOM komno3unuu (131,8
r, Tabm. 4.9).

KondecTBeHHBIE PE3yIbTATHl PAAUOMETPUUYECKOTO aHAIU3A JUCIIEPTUPOBAHHOTO
nopomka OAT u pactBopoB u3 noByuek annapata BTO nocie 3aBepiieHus ctaguu zie-
a30THUPOBAHMS TIpeJicTaBIeHbI B TabmmIe 4.10.

3KCHCpI/IMeHTaJIBHO YCTAHOBJICHO, YTO B YCIIOBUAX BBICOKOTGMHCpaTypHOﬁ BbI-

nepxxkn npu 1200 °C TomyMBHas MaTpHlla YIEPKUBAET OOJBIIMHCTBO JIETY4HX
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npoxykToB aenenus. bonee 93 % nzoronos nesus, “C u 91,8 % *H ocrarorcs 10Kanu3o-
BaHHBIMU BHYTPHU TBEPJI0M TOILTMBHOUN MaTpuiibl. [Ipu 3TOM cosepkaHne 3TUX HYKJIHI0B

B pAcCTBOpax U3 JIOBYIIEK HE MPEBBIMIAET 1 % OT UX UCXOTHOTO CONECPIKAHUA.

Tabmuua 4.10 — Conepxanue koMnoHeHToB O T B TOMIMBHOM KOMITO3ULIMM U JIOBYII-
kax anmnapara BTO nocne 3aBepuienus neazotupoBanus [93]

Jons, Hajinennas B Jlons, HaiiieHHas B

Conepxanue B ucxoq- |nopouike OAT mociue TTOBYIIKax armapara

Hyxnun HoM CHVYII OAT JI€a30TUPOBAHUS, OT lf)ngEZCgi fgﬂazog;_

K9TBC-7, bk Co,ue}pl EK;HCI;I ;,F f)l/fjxoﬂ_ HUS B HC;(O,[[HOM gHT,
’ %
238py+241Am 1,9x101° 97,2 <10
239py+240py 7,1x101° 101,2 <10
S 2,7x101 99,1 <10
155Eu 8,7x10"° 99,3 <10
44Ce 2,0x101 100,0 <107
1258b 2,9x101 100,0 <107
106Ry 1,9x10!" 63,0 13,8
134Cs 1,4x10!" 93,2 0,5
B7Cs 7,1x10!" 93,5 0,5
lC 2,0x10° 93,3 0,6
‘H 2,4x108 91,8 0,9

OcTaTo4HOE coAepKaHue B TOIIMBHOM Komnosuuuu “Ru coctasnser 63 %, npu
3ToM 13,8 % OT HCXOHOTO KOJMYECTBA 3TOTO PATUOHYKINAA OOHAPYKEHO B JOBYIIKAX
annapara BTO. Heob6xoaumo otMeTuth, yto 0osee 96 % OT yJIOBIEHHOTO PYTEHHUS, CO-
JepKajoch B MEPBOM JOBYIIKE C BOJASHBIM OXJIAXKICHUEM.

JucbanaHc no cofep KaHuI0 pyTeHUs] B UCXOJHON TOTUTMBHONM KOMIIO3UIIMH U €r0
cymmapHomy coaepxanuto B OAT u moBymikax annapata BTO nocne 3aBepuieHus cra-
WU J1€a30TUPOBaHUsA, OOYCIIOBJIEH KOHAEHCAIlMEH pyTEeHUS Ha 3JEMEHTax armapara

BTO, npexne Bcero KpblIlIKE PEaKTOpa U COCTUHUTENbHBIX IJIAHTaX.
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Otnenennoe ot o0oouek Ha ctaauu neaszotupoBanus OAT ObuM MOBTOPHO MO-
Metensl B anmapat BTO st npoBeieHust OKUCIEHUS B COOTBETCTBUM C PEKUMAaMHU, yKa-
3aHHBIMU B Tabnuiie 4.8. [locne 3aBepieHus npouecca U OXJIaxACHUs Ne4u, MoaydeH-
HBIN TIPOYKT MPEICTABIISI COOOM MOPOIIOK YEPHOTO IIBETA.

Macca nopomika OAT nocne craauu okuciaeHus: coctaBwia 141,9 r wm + 9,7 %
(OTHOCHUTENIBHO MPOAYKTa JIea30TUpOoBaHusl). JJlaHHOEe u3MeHeHne 00yCIOBIECHO OKHCIIe-
HUEM HUTPUJIOB YpaHa U ILTyTOHUSI.

Teopernueckoe nsmenenne maccoel CHYII OAT npu KoIM4ecTBEHHOM OKUCIEHUH
HUTPUJIOB YpaHa U ITyToHUs 10 crexuoMmeTpuueckoro UsOg u nuokcuaa mrytoHus: PuO;
COOTBETCTBEHHO COCTABIISIET + 9,5 %. [lonmydeHHbIN pe3yabTaT SIBISIETCS KOCBEHHBIM J10-
Ka3aTeJIbCTBOM KOJIMYECTBEHHOT'O OKHMCIICHUS YpaHa U IUIyTOHUS B BHIOPAaHHBIX Ha CTa-
JIUY OKWCIICHUSI PEKMUMAaX U OTCYTCTBUSI 3HAUMMOTO KOJIUYECTBA OKCUIHBIX (a3 B UCXO/I-
HOM TOTUIMBHOM KOoMMo3uluu. CBOAHBIC IaHHbIE 00 N3MEHEHUH MACChl TOIIMBHON KOM-

TO3HUIIUM Ha BCEX mocieaoBaTenbHbIX 3Tanax BTO npenctasnens! B Tabauie 4.11.

Ta6numa 4.11 — Usmenenune maccel ToruBHor komnozuiuu CHYIT OST Ha paznuyHbix
ATanax BBICOKOTEeMIepaTypHoi 00paboTku [93]

Oran Macca, T
Ucxonnas (pacuetnasi) macca OAT 131,8
Macca OAT nocne 3Tana nea30TUpOBaHUS 130,5
OToOpaHo 1711 TPOBEICHUSI aHAJIM3a MOCTIE 3Tarna Jie- R
a30THUPOBAHUS ’
Macca OAT, nocrynuBiias Ha 3Tan OKUCICHUS 129.4
Macca OAT mocie 3Tana OKUCICHUS 141,9

Pesynbrarel ananuza OST nocie 3aBepilieHust CTauu OKUCICHUS MPEACTABICHBI B
Tabmuue 4.12.

VY cTaHOBIIEHO, YTO MacCOBBIE JOJIM HYKIUIOB ILUTYyTOHUS, aMEPUIUs, €BPOMUs, 1ie-
pUs U 11€3Us B COCTABE MOJTYUYEHHOW OKCUAHOMW TOIIMBHOW KOMITO3UIIUU OCTAIUCh HEU3-
MEHHBIMH B CPAaBHEHHH C BEIMYMHAMU, MOJYYEHHBIMU MOCIIE 3Tana Jea30TUPOBAHUS (B
npejenax MorpenrHoCTH MPUMEHSIEMbIX METOJAWK aHalnu3a). JJaHHbIN dKCTIepUMEHTalb-
HBIN (paKT CBUIETENHCTBYET O TOM, YTO yAAJICHUE MEPEUUCICHHBIX HYKIUAO0B U3 TOILIMB-

HOU KOMIIO3WIIWH HA 3TallC OKHCJICHUA HC IIPOUCXOIUT.
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Ta6nuna 4.12 — Conepxanue KoMrnoHeHToB OAT B TOMIMBHONW KOMIIO3UIIUU U JIOBYIII-
kax annapara BTO nocine okucienus [93]

ConepxaHue B HCXO- Hlons, HaiIeHHaA B Ji(;%}?;f iﬁiﬁ;ﬁg
Hyxnun Hom CHVII OAT Oiig;:;;;;;:?;f_ﬂ’ BTO nocne okuce-
KSTBC-7, bk xomrom OSIT, % HUS, OT COI[CI()));([aTHI;I/H B
HCXOJHOM , Yo
238py+241 Am 1,9x101° 97,4 <10
239py+240py 7,1x10'° 100,3 <10
S 2,7x10" 98,7 <10
155Eu 8,7x10'° 99,3 <10
144Ce 2,0x10' 100 <107’
1258b 2,9x10" 93,1 5,2
106Ry 1,9x10" 4,5 8,1
34Cs 1,4x10" 93,3 0,6
B1Cs 7,1x10!" 93,2 0,6
4C 2,0x10° 10,1 86,7
‘H 2,4x108 5,8 85,8

Jlosi U30TOIOB 11€3Usl B TOIUIMBHOM MATpPHUIE OCTAETCS BBICOKOHM, a UX YHOC HE
npesbimaer 0,6 %. ITOT dakT cBsi3aH C TeM, YTO B KOHIIE SKCIIEPUMEHTA B pE3yJIbTaTe
YaCTUYHOM pa3repMeTU3alMH B SYEHKY MONal KUCIOPOM, YTO MPUBEJIO K 00pa30BAHHIO
TyromiaBkux ypaHatoB nesus Cs2U207, Cs2UQO4, KoTOpble 00pa3yroTcss B X0/1€ OKHUCIIE-

HHS TOIUIMBHOM KOMITO3UIMH 10 peakuusim 4.8—4.11 [94].
UN + 2Csl + 20,(1) = Cs,UO,4 + Ih(1) + %Nz(r), AGsooec=—-709,3 kIxx (4.8)
UN + Csl + %Oz(r) :%C52U207 + %Iz(r) + %Nz(r), AGsooec=—787,2 xlx (4.9)
UN + 2Cs + 20,(r) = Cs,UO,4 + %Nz(r), AGsooecc=—1273 xk/Ix  (4.10)

7 1 1
UN+ Cs + 705(r) = 5 Cs,U,07 + 5N (0), AGsorrc=—1069 kJlk  (4.11)

CypbMa Mpu OKUCICHUH JEMOHCTPUPYET YMEPEHHYIO JIETYYeCTh C YHOCOM B JIO-
BYILIKU Ha YpoBHE 5,2 %. Peakius B3auMoI€MCTBUS C KUCIOPOJOM IIPOTEKAET ¢ 00pa3o-
BaHHMEM MPOMEXYTOUYHOI0 okcuaa SboOs, 1aBlIeHHE HACBHIIIEHHOIO Mapa KOTOPOro mnpu
574 °C cocrtaBnsger 1 mm.pT.cT. O1HAKO, BO3MOXKHO JalbHelIee okucieHue SboOs3 mo

TyroriaBkoro u Heneryuyero SbO: (peakiuu 4.12—4.13).
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3
Sb+ 7 0,() = Sb,0;, AGsoo-c=—214,0 kIIk, (4.12)

1
$b,05+ 5 05(r) = SbOy, AGsoo-c=—78,20 kIlk. (4.13)

ABTOpHI padoT [73, 95-97] oTMeuaroT, 4TO NpU MPOBEICHUHN BOJOKCHAAIIUU OK-
cupgnoro OAT B muamazone temmneparyp 420-500 °C B TeueHne 6—8 4YacoB CTENEHb
W3BJICYEHUS] TPUTHUS U3 TOIJIMBHOM KOMIIO3UIIMU cocTaBiisieT oT 99,4 10 99,9 %. Onnako
pu Temrneparype mporecca, npesbimaromiein 650—700 °C, BbIXoJ razo00pa3HbIX Mpo-
JYKTOB JIEJICHUS] MOXKET CHIXKAThCS 32 CUET CIIEKaHUS TOIIMBHOM KoMIio3uiuu. B pabote
[98] moka3zaHo, YTO ¢ MOHMKEHUEM TEMIIEpATypbl Bonokcuaanuu Huxke 480 °C creneHb
JUCIIEPTUPOBAHUS YPAHOBOTO OKCHIHOTO TOIUIMBA Bo3pacrtaet. lloBwiieHue temmepa-
TYpPbl OKUCIIEHHUS CTOCOOCTBYET CHMXKEHUIO CTENEHU NUCIEPCHOCTH TOIIMBHONU KOMIIO-
3UIUHU, YTO TPUBOJUT K 3aTPYJHEHUIO BBIXO/A JIETYUUX MPOAYKTOB JIETIEHUS U3 00beMa
OJIT.

OcraTouHoe conepkaHue PyTEHHS B MOPOIIKE CHU3WIOCH A0 4,5 %, Ipu 3TOM B
JoByIIKax ObL10 HaitaeHo 8,1 %. [lns mpoBepku NpeanonoKeHHs: O BO3MOXXHOM KOH/ICH-
callii PyTEHUS] HA BHYTPEHHUX MOBEpXHOCTAX anmnapata BTO KpbllIKy ¥ IIJTAHT OTXO-
JSIIIUX Ta30B MOJBEPraiu BhIAEPKKE B pacTBope a30THOW KucnoThl (1 Monw/n). Ilomy-
YEHHBIE PACTBOPHI MPOAHAIM3UPOBAIN HAa COJIEpKaHUE MPOAYKTOB AeneHus. Komuue-

CTBEHHBIE JIaHHBIE MPEJICTaBICHBI B Tabnuiie 4.13.

Ta6numna 4.13 — Conepkanue NpoAyKTOB JIEJICHUS HA BHYTPEHHUX MMOBEPXHOCTSX alla-
para BTO [93]

Copnepxkanue Ha  CopxepkaHue Ha BHYTpeH- CyMMapHO€ COoAep>KaHHE Ha
KPBIIIKE anmnapara Heill HOBEPXHOCTH CO€IU- BHYTPEHHUX MOBEPXHOCTSIX

Hyxmn BTO, % ot ucxon- HutenpHOro nuianra, % ot amnmaparta BTO, % ot ucxo-
HOTO HCXOJTHOTO HOT'O
106Ry 52,6 17,6 70,2
1258b 0,3 — 0,3
s 1,1 0,1 1,2

s 1,1 0.1 12




107

[IpencraBineHHbIE AAaHHBIE MOJATBEPKIAOT CACIAHHOE PAHEE MPEIINOIOKECHHUE O
KOHJIEHCAIIMY PYTEHUS Ha BHYTPEHHUX MOBEpXHOCTAX anmnapara BTO. Ha kpsiiike peak-
TOpa U BHYTPEHHEH MOBEPXHOCTH COEAUHUTENHLHOIrO IJIaHra oOHapyxkeHo 52,6 % u
17,6 % coorserctBenHo “Ru 0T ero MCXOMHOro coAepKaHus B TOILIUBHON KOMIIO3H-
MU, B3ATOM Uil MpoBeneHUs dKcnepuMenTa. CyMMapHOe KOJIMYECTBO pyTeHus, oOHa-
pPY>KEHHOE Ha BCEX ATarax MpPOBEJICHUs BHICOKOTEMIEPATypHOH 00pabOTKHU, COCTABIISIET
98,5 % ot ero ncxoxnoro xkomuuectsa B CHVII OT.

Kpome pyTenus Ha BHyTpeHHHX MTOBepxHOCTAX annapata BTO oGHapyxeHbI 3Ha-
YMMBbIE€ KOJIMYECTBA CKOHACHCUPOBABIINXCS U30TOMOB 1e3us. [lomydeHHbIe pe3yapTaThl
COTJIACYIOTCS C IAaHHBIMU PaboThI [95], aBTOPBI KOTOPOU KOHCTATUPYIOT HATUYHE CKOH-
JICHCUPOBAHHBIX Ha BHYTPEHHEN MOBEpXHOCTH Ieun HykimuaoB ["Ru, '2Sb, 137Cs, 14Ce
MIPY MPOBEAEHUH BOJIOKCUAAINH YPAH-IUIYyTOHUEBOTO OKCUAHOTO TOILIHBA.

JIs KOMMYECTBEHHON OLIEHKH OT/ACJICHUS TOIUIMBHOM KOMITO3UIIMHU OT (hparMeH-
TOB 000JIOYEK TB3JIOB OAHY U3 000J0UEK MOABEPTay MOJTHOMY PACTBOPEHUIO B CMECH
kuciaoT (HNOs ¢ konnienTpanent 8 mons/n u HF konnentpanuei 0,1 Mois/m) mpu TeM-
nepatype 95 £ 5 °C B Teuenue 6 yacoB. Pe3ynbpTarsl aHanusa pacTBopa, MpeICTaBICHbI

B Ta0. 4.14.

Ta6nuna 4.14 — Conepxxannie komnoneHToB OST B pacTBOpax, MOJIyYEHHBIX MTOCIE 00-
MBIBKH 000J109€K B % OT UCXOIHOTO [93]

Hyxmun Coxnepxxanue B ucXonHOM | Jloiisi, HaliieHHas! B pacTBOPE
CHYII OAT KOTBC-7, bk | mociie OTMBIBKM 000J109€K, %o
28pyu+24' Am 1,9x10!° 1.2+0.1
29pyu+240py 7.1x101° 1340, 1
*Eu 2,7x10"° 1,1+0,1
“Eu 8,7x10'° 1,120, 1
HCe 2,010 1,120,1
Sb 2,9x10'° 0,80, 1
“"Ru 1,9x10" 0,7+0,1
HCs 1,4x10" 1.2+0,1
YCs 7,1x10" 1.2+0,1
e 2,0x10° <03
*H 2,4x10° <0.2
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JlanHble, TipeicTaBleHHbIE B Tabnuile 4.16, CBUIETENbCTBYIOT O HAIMYUU HA 000-
JIOYKaX TBAJIOB 3HAYMMBIX KOJIMYECTB HYKIUJO0B aMepulius u mryToHus. [Ipu atom octa-
TOYHOE COACPKAHUE TPUTHUS U PATUOYTIEPO1a HAXOUTCS HUXKE TIPEICIIOB OOHAPYKEHUS
MIPUMEHSIEMbIX METOIMK aHaJM3a.

Takum 00pa3om, 3KcTiepUMEHTAIbHAs anpoOalus pa3padOTaHHBIX PEKUMOB BbI-
cokoTeMiieparypHoit 00padotku Ha oOpasiax CHYII OAT KOTBC-7 peaktopa BH-600
MOATBEpAUIa BEICOKYIO 3 ()PEKTUBHOCTH OTACICHUS TOIUTUBHOW KOMITO3UIIMU OT 000J10-
YEeK TBRJIOB 32 CUET TEPMHUUYECKOTO pa3pylICHUs] MATPUILl B IIUKIIAX a30TUPOBAHUS-JIC-
azotupoBanus. [Ipu a3ToM 6oisiee 90 mac. % TominBa oOpazyeT KpyMHOKPUCTATIIMYECKUN
MOPOUIOK.

JoJist u3BIEUYEHHBIX U3 TOIIMBHONW KOMITO3UIIMU HYKJIUJIOB 11€3Us COCTABJISIET Me-
Hee 7 %. OcHOBHAas J0JI1 U30TONOB 1Le3Hsl yJajeHa Ha CTaiuu Jea3otupoBanus. Hanbo-
Jiee BEPOSITHBIM ITyTEM MUTPALINH 1I€3UsI PEJICTABISIETC 00pa30BaHuE JIETYyYUX HOAHUIO0B
(Csl). B pesynbrare nporeccoB BTO He mpou301uio KOJIMUYeCTBEHHOTO OTICTICHUS TPU-
TUs U paauoyriepona. B urorosom nopomike OAT Obuto Haigeno 5,8 u 10,1 % ot uc-
XOJIHBIX BEJIMYUH COOTBETCTBEHHO.

Bosrossromuiicss pyTeHUH JTOKAJIN3YETCS IPEUMYIIECTBEHHO B IIEPBOM OXJIaXKAa-
emoit noByuike (8,1 %) 1 Ha BHyTpeHHUX dJieMeHTax peaktopa (110 70,2 %). O6HapyxeH-
HOE OCTaTOYHOE COJEP>KaHUE U30TOIOB ILUTYyTOHUSI U aMEPUIIMS Ha CTATbHBIX 000JI0YKaxX
Ha ypoBHe 1,2—1,3 mac. %.

[TocnenoBaTenpbHOE TPOBEACHUE MPOIIECCOB A30TUPOBAHMS, J1€a30TUPOBAHUS U
OKHCIICHHUSI B KQUECTBE METO/1a OTACIICHUSI HUTPUIAHOU TOTUIMBHOM KOMITO3UIUU OT ¢par-
MEHTOB 000JIOUEK TBAIJIOB paHee He mnpejjaranoch. PazpaboTanublii criocod ObLT 3ama-

TeHTOBaH [99].

4.6 Pa3jio:xkeHHe OKCHI0B YPaHA B HHEPTHOM aTmMocdepe

CornacHO TEXHOJOTUYECKON cxeme mepepabOTKH HUTPUAHOTO TOIUIMBA MOCIE
stana BTO okucneHHbIA MPOAYKT AOJKEH OBITh CIPECCOBAH B KOMIAKTHBIC MIAIIKHU U
NepeIaH Ha CIEAYIOINN 3Tall NepepadOTKU — IIEKTPOXUMUYECKOE BOCCTAHOBIIEHUE (Me-

TaJ'IJ'H/I3aI_II/I$I). OI[HaKO MpCCCOBAHUC IIOPOIIKOB, B COCTAB KOTOPBIX BXOIAT OKTAOKCH[
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tpuypana (UzOs) u tpuokcun ypana (UO3) 3aTpyIHEHO; OJIyYE€HHbIE KOMITAKTHBIE 00-
pasIbl XapaKTEePU3YIOTCS HU3KOU TUIOTHOCTHIO M HEYIOBIIETBOPUTEIIBHON MEXaHMIECKOU
MIPOYHOCTHIO.

Jy1st mosrydeHusi KOMIAKTHBIX 00pa3IioB ¢ YAOBICTBOPUTEIHHBIMH XapaKTCPUCTH-
KaM# HE0OXOIMMO OCYIIECTBUTH NIEPEBOJT BRICIITUX OKCHUIOB ypaHa, 00pa30BaHHBIX MPHU
BbICOKOTeMnepaTypHoit o0padotke MoHonutpuaa (UN), B nuokcun UO,. KomnakTHbie
o0Opa3Iibl Ha OCHOBE TIMOKCH/IA YpaHa yIOBIETBOPSIIOT KPUTEPHUSIM, TIPS IBSIBISIEMBIM K HC-
XOJTHOMY MPOAYKTY TOCIICTYIOMIETO TIPOIIecca AMEKTPOXUMUIECKOTO BOCCTAHOBIICHHUS.

CormacHO TepMOAMHAMUYECKOMY MOJCIHPOBAHUIO TEPMUUYECKOTO PA3IOKEHUS
OKTAaOKCHJa TpUypaHa II0 JUOKCHIA pEaKIus BO3MOXHA IMPU TEMIIEpaTypax BBIIIE
2000 °C. Ha pucynke 4.27 npencraBieHa 3aBUCUMOCTh CBOOOIHON sHepruu ['mb6ca u

MapLUUaIbHOrO AABICHUS KUCI0POaa peakuuu 4.14 B 3aBUCUMOCTH OT TEMIIEPATYPHI.

Uz0g= O5(r) + 3UO,, AGaozzec=—0,13 k/Ix. (4.14)

100000 350

10000 4 UsOs =3U0, + 0, (1)

10001;
100 4
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Pucynok 4.27 — 3aBucuMocTh cBOOOAHOM 3Heprun ['n66ca u napiuaibHOro J1aB-
JIEHUS KUCJIOpOJa peakinu pa3inoxkenus okraokcuaa tpuypana UzOg 1o UO: B 3aBucu-
MOCTH OT TeMIIEpaTypbl

CocraB cuctemsl, umuTupytoueit Hutpuanoe OAT nocne BoccTaHOBIEHMUS, OTIIH-

yaeTcs OT CcOocTaBa MOJCJIbHOM CHCTEMBI TMoclie OKucieHus (Ttabnuma 4.1)
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HCKJIFOYUTEIBHO NIEpexo1oM Beiciiero okeuaa ypana UO3 B tnokeun UO:2 B CBS3M C UeM
MOJTHBIM BEIIECTBEHHBIN COCTAB HA JAHHOM ATare B paboTe HE MPUBOIUTCA.

Jlns ucciaegoBaHus CKOPOCTU Pa3NIOKEHUSI CMECH OKCUJIOB ypaHa, 00pa3yommxcs
npu okuciaenun MoHoHutpuaa (UN) B uHepTHOM atMocdepe, ObUTH MPOBEICHBI IKCIIE-
PUMEHTBI C UCTIOJIb30BAHUEM CUHXPOHHOI'O TEPMOAHAIN3aTOPa, B KOTOPBIX MOCJIEA0Ba-
TenbHO okucsanu pparmeHT UN aprorHokuciopoganon cMmecwto (10 06. % O2) nmpu tem-
nepatype 850 °C, nociie yero arMmocepy 3aMeHsIM Ha HHEPTHYIO (aproH), MOIHUMAIH
TeMIEPaTypy U MPOBOJIUIN U30TEPMUUYECKYIO BBIACPKKY. B X0/1€ sKcriepuMenTa pukcu-
pOBaM U3MEHEHHE MacChl 00pa3iia U TeMIepaTypbl BOJIWU3U TUTIISL.

Kunernueckass kpuBas U3MEHEHHUs Macchl 0Opasma maccoit 641,92 mr npeacras-
neHa Ha pucyHke 4.28. CepbIMU MYHKTUPHBIMU JIMHUSMH HU300paKEHBI TEOPETUUECKHE

npeaensl u3Menenus: Macenl mpu nepexojax UN — UOz u UN — Us3Os.

T T T T T T T T T T T T T T T
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i Temmeparypa 1100 °C ’
- 1000 °C
12 N~ U505 141000
B T
1ol %
] 1800 4
= 108 L &
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S 1067 5
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Pucynoxk 4.28 — Kunetnueckasi KpuBas OKUCICHUSI U BOCCTAHOBJIEHUSI MOHOHHUT-
puna ypana (00beMHbIN pacxon raza — 50 mui/muH, Mmacca HaBecku 641,92 mr)

VYyactok I (0-215 MuH) xapakTepu3yeTcs OKMCICHUEM MOHOHUTpHUIA YpaHa Mpu
850 °C. U3menenue Maccol obOpasia coctanisier +11,79 %. B koHile ydacTka, ra3 okuc-

JTUTENh ObLI 3aMEHEH Ha MOTOK aproHa, a Temreparypy yseauuuiu g0 1000 °C.
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Ha yuactke II (216-939 mun) Temneparypa u 00bEMHBIN pacxo aproHa mnojaep-
xuBauch nocrossHabiMUA (1000 °C u 100 mu/mun). Macca oOpa3ia yMeHbIIWIach Ha
0,29 mac. % 3a 723 munyTEL. CKOpPOCThH pasiokeHus cocTaBuia 3,97 - 10 %/mun. B
KOHIIE yJacTKa TeMIleparypy B annapare yseauuwiu 10 1100 °C.

VYyactoxk I (940-1665 muH) xapakTepuzyeTcsi U30TEPMUUYECKON BBIICPKKOM 00-
pasua npu temneparype 1100 °C B teuenne 745 munyT. Macca oOpa3iia 3a Bpemsi BbI-
nepxku yMmenbmmnach Ha 0,4 wmac. %. CKOpOCTb pa3iioXKEHHUS COCTaBUJIA
5,37 - 10" * %/MuH.

Ha IV yuactke (1666-2985 muH) Temnepatypy B anmapare noadsuiu 10 1200 °C.
B pesynbTaTe n3oTepMudeckoi BeliepKKHU B TeueHue 1319 munyT Macca oOpasia yMeHb-
muaack Ha 3,76 %, a CKOpOCTh pas3ioKeHHs Bo3pocia U cocTasuia 2,8 - 107 %/mun. B
KOHIIE y4acTKa Macca o0pasiia cTabrmiIn3upoBaiach Ha YpOBHE TEOPETUUECKOTO U3MEHE-
Hua npu nepexoae UN — UO: u cocrasuna 107,04 % ot ncxogHou.

Ha yuactke V (2986—-3423 mun) Macca oOpasiia ocTaeTcsi HSU3MEHHOM B T€UEHUE
1319 muH, 4TO CBUAETEILCTBYET 00 OKOHYAHUU MPOIECCA TEPMUUYECKOTO PA3T0KEHUSI.

[To oKOHYaHUM HKCTIEPUMEHTA B TUTJIE HAXOAWIICS MOPOUIOK TEMHO-KOPUYHEBOTO
1[BETa, KOTOPBIN OBLIT MPOAHAIM3UPOBAH METOJIOM peHTreHodazoBoro ananuza. {udpak-

TOrpaMma IpeacTaBiIeHa Ha pUCYHKe 4.29.
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Pucynok 4.29 — JluppakrorpamMmma nopouika, noay4eHHOro ocjie OKUCICHUs U
BOCCTAHOBJICHUSI MOHOHUTPHU/JIA yYpaHa
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[To nanHBIM peHTreH0(}ha30BOro aHaIu3a, MOTyUYeHHas Tu(pakTorpaMmma Nopouika
XapakTepuzyeTcsi HabOpOM MHTEHCUBHBIX PEQIIEKCOB, COOTBETCTBYIOIINX KyOUUYECKOM
¢daze aquokcuna ypana UO2. OnHako, ciielyeT OTMETUTh, YTO MOJIOKEHHS] OCHOBHBIX IH-
KOB MPAaKTUYECKHU MOJHOCTHIO COBMAJAIOT C peduiekcaMu KyOMueCKOTO BBICIIETO HUT-
puna ypana UzNs.

OnHUM U3 UHIIUKATOPOB HUTPUAHOU (a3l sBIsieTCS pedieKe B MaJOyTriIoBoil 00-
nactu (20 = 19 °), KoTOpsIil B HallleM clly4ae MOJHOCThIO OTCYTCTBYET. TakuM 00pa3om,
0 Pe3yJIbTaTy pEeHTTeHO(Pa30BOro aHaIM3a MOTYyUYECHHBIA TOPOLIOK SBISETCS JTUOKCHIOM
ypana UQO:.

[To pe3ynbTaTaM sKCHEpPUMEHTA OBLIO YCTAHOBJIEHO, YTO TEPMHUECKOE Pa3JI0kKe-
HUE MPOAYKTA OKUCICHHUSI MOHOHUTPHIA YpaHa B UHEPTHOU aTMoc(epe npu TemMiepary-
pax 1000—1200 °C BO3MOXKHO, OAHAKO KHUHETUYECKHU 3aTPYAHEHO.

DKCrepuMeHT ObLT IPOBECH MOBTOPHO, Ha 00pa3iie MOHOHUTPHUJIA ypaHa MacCcou
567,29 Mr B Tex € YCIOBUSIX, HO C (DMKCHUPOBAHHOW TEMIIEpATypoll pa3ioKeHUs

1250 °C. Tepmorpamma npeacrapiieHa Ha pucyHke 4.30.
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Pucynoxk 4.30 — Kunetnueckasi KpuBast OKUCICHUSI U BOCCTAHOBJIEHUSI MOHOHHUT-
puna ypana (00beMHbIN pacxon raza — 50 mu/muH, Mmacca HaBecku 567,29 mr)
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Ho temnepatypbl 850 °C obOpa3zenr HarpeBaid B MHEPTHOM aTmocdepe, 3aTeMm
BKJIIOYAJIU T10/1a4y OKUCTUTENS B pabouyto 30Hy. [Ipu okucienun macca oopasia yBeiau-
gunack Ha 11,81 %. Coyctst 120 mun atmocdepy B armapare 3aMEHWIM Ha UHEPTHYIO
(apromn), a remneparypy noassiu 10 1250 °C. Bec o0pa3iia Hauana yMeHbIIAThCA U Ye-
pe3 809 MunyT BbImIen HAa nocTositHHOE 3HaueHue 107,07 % ot ucxonnoit BenuuuHbl. CKo-
POCTh TEPMUUYECKOTO pas3iioxkeHus cocTapuia 5,7 - 107 %/MuH.

Takum 06pa3zoM ObLTa MOABEPKEHA BO3MOKHOCTH BOCCTAHOBJIEHUS CMECH BBICIINX
okcus1oB UO3 u UzOg 00pa3yromuxcs npyu OKUCISHUH MOHOHUTPHUA 10 TUOKCUA YpaHa

UQO:2 B uneptHOI atmocdepe npu temmeparypax 1200-1250 °C.

4.7 BbiBoabl O ri1ase 4

1. MetogoM TEpMOAMHAMUYECKOTO MOJICIIMPOBAHUS PACCUUTAH BEUIECTBEHHBIN CO-
CTaB MHOTOKOMIIOHEHTHOW CHCTEMbI, UMUTUPYIOIIEH HUTPUIHOE OOTYUYEHHOE SIIEPHOE
TOIUIMBO MOCJIE TIOCJIEIOBATENIBHBIX OMEpaINili a30TUPOBAHUS, 1€a30TUPOBAHUS U OKHUC-
JieHUs. Y CTaHOBJIEHO, YTO B U30BITKE KUCIOPOoaa, Iipu TeMieparype 500 °C, OCHOBHBIMU
KOMIIOHEHTaMU CMecH SBIAIOTCA okcuabl ypaHa UO3 u mnytonus PuQOs.

2. Metonom cunxponHoro tepmudeckoro ananuza (TT/JCK) B coueTanuu ¢ peHTre-
Ho(azoBeIM aHaM30M (PD®A) moapoOHO HCCIEI0BaH MEXaHU3M OKHUCJICHUS MOHOHHUT-
puaa ypana B aproHokuciopoanoi armocdepe (20 00. % O2). YcranoBiena temnepa-
Typa Hauajna peakuuu B3anmoaenctsusa UN ¢ KHCIOpOAOM, KOTOpasi 3aBUCUT OT KPYIHO-
CTH YaCTHUIl ¥ HAXOJUTCS B nuana3one ot 296 + 14 no 387 + 1 °C.

3. BbIsIBIIEH cTaauiiHbI MexaHu3M okuciieHuss UN, COTIIaCHO KOTOPOMY CKOpPOCTH
OKHCIICHUSI HUTPUJIA ypaHa ONpPENEseTCs He IHEPTETUUYECKUM 0aphepoM XUMHUYECKOTO
B3aMMOJEHCTBHUSA, & TPAHCIIOPTHBIMU CBOWCTBAMH HEIMPEPHIBHO W3MEHSIOUIEHCS MOPHU-
CTOM CTPYKTYpbl 00pa3yromIerocsi OKCUIHOTO CIIOSI.

4. YCTaHOBIIEHO BIMSHUE COCTaBa ra30BOM CpeJbl HA KMHETUKY H30TEPMHYECKOTO
okucieHus MoHoHuTpuaa ypana npu 500 °C. BeisiBieHO BO3pacTaHME MAKCUMAJIBHOMN U
CpEOHEN CKOpPOCTEM pPEaKUMHU C YBEIWYCHUEM KOHILIEHTPALMU KHUCIOPOJAa B COCTABE
cmecu. [Tpu 3ToM KOHEUHBIH (Ha30BbIN COCTAB MPOAYKTOB BO BCEM M3YUEHHOM MHTEpBAJIE

nasieHuii O ocraercs HeusMeHHBIM (UO3/U30g).
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5. MeToaoMm Macc-CeKTPaibHOTO aHAIKM3a OTXOASIIINX Tra30B ObLIO YCTAHOBIIEHO 00-
pazoBanue okcunoB azora (NO, NO;) B pe3ynbrare B3auMOJCHUCTBUS MOHOHUTPHUAA
ypaHa ¢ KHCIOPOJIOM.

6. JlokazaHo, 4TO MIPUMEHEHHE a30THOKUCIOPOIHBIX CMECE HE U3MEHSIET MEXaHU3M
OKHCIICHHUSI MOHOHUTPHUAA YpaHa U HE MPUBOIUT K 0OPA30BAHUIO BHICIIUX HUTPUIHBIX
(a3. Ucnonp30BaHue a30Ta B KaUe€CTBE ra3a-HOCUTEIIS TPUBOAUT K YBEIUYEHUIO CKOPO-
cTu npoiecca Ha ~18 %.

7. 3ydyeHa KuHETHUKA pas3ioxeHus npoaykroB okucieHus UN. IlokaszaHo, yTo mpu
temneparype 1250 °C Bo3MoxkHO BoccTaHOBIIeHHE cmecn okeuaoB UO3-UszOg 1o quok-
cuna ypana UQO;.

8. DKCIepuMEeHTaIbHO MOATBEpKIeHa d(PHEKTUBHOCTH MpOoIliecca BHICOKOTEMIIEpa-
TypHOU 0OpabOTKU HAJi OTAEIEHUS OOJYyYEHHOTO HUTPUIHOTO SIAEPHOTO TOMIMBA OT
(parmeHTOB 000104€K TB3JI0B. OIHAKO B PE3yIbTaTE IKCIIEPUMEHTA HE MPOU3O0IILIO MOJI-
HOT'O OT/ICJICHUS JIETYUUX NPOYKTOB JIEJIEHUS OT TOIUIUBHON KOMIIO3UIINU. J{01s u3BIe-
YEHHOT0 11e3Us1 coCcTaBuia MeHee 7 Mac. %, pyrenus 98,5 %, tpurus 94,2 %, paguoyrie-

pona 89,9 %.
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SAKIIOYEHHUE

1. BnepBbie mpoBeAeHO KOMIUJIEKCHOE TEPMOJMHAMUYECKOE MOJIEIMPOBAHUE Bellle-
CTBEHHOTO U ()a30BOr0 COCTABOB MHOT'OKOMIIOHEHTHOW CHCTEMbI, UMUTUPYIOIIEH HUT-
pUIHOE 00TYyUEHHOE YPaH-TUIyTOHUEBOE 5JIEPHOE TOILTUBO HA BCEX CTAAUSX BHICOKOTEM-
nepatypHoit 00paboTku. PacueTHast MosieNib BKIIIOUAET B ce0sl 43 XMMUYECKUX PJIEMEHTA
(akTUHUBL, TAHTAHUIBI U APYTHE MPOAYKTHI aenenus). [IpousBeneHa oneHka TepMoan-
HaMH4YeCKUX (DYHKIUU JUIsi MOHOHUTPUAOB amepulius, kropus u npyrux [1J] panee ot-
CYTCTBOBAaBIIMX B 0a3ze naHHbIX nmporpammuoro komiuiekca HSC Chemistry 9.9. Ilomny-
YEHHBIE JaHHbIE ObLIIM UHTETPUPOBAHBI B PACUETHYIO MOJIENb.

2. DKCNEpUMEHTAIBHO OMpEeIeHbl MAKPOKUHETHUECKHE TTapaMeTPphbl U MPEAJIONKEH
MEXaHHU3M OCHOBHBIX OINEpaluid BBICOKOTEMIIEPATYpPHOM OOpaOOTKM MOHOHHUTPHUJIA
ypaHa, BBICTYINAIOWIETO B pOJIM MMHUTaTopa TormBHOW Matpuubl OAT. YcranosneHo,
YTO a30TUPOBAHHUE KOMITAKTHBIX ITPecCOBaHHBIX 00pa3ioB UN MpUBOIUT K UX MOJTHOMY
nucnieprupoBanuto. [Iponecc nporekaer B pe3ysibTaTe XUMUUECKOTO MPEeBpaIlieHUus: Mo-
HOHUTPHUJA ypaHa, UMEIOIIEro rpaHelleHTPUPOBaHHYIO Kyoudeckyto cTpykTypy (I'IK,
tun NaCl), B momytopubsiii HUTpug U2N3 ¢ 00bEMHO-IIEHTPUPOBAHHOU KyOHUUYeCKoM pe-
metkoi (OLK, Tun Mn203), 4TO CONpOBOKIa€TCS YBEIMUEHUEM MOJILHOTO 00beMa MaT-
putibl Ha 31 % ¥ BO3HUKHOBEHUEM JIOKAJIbHBIX BHYTPEHHUX HANIPSKCHUU.

[TokazaHo, 4TO MOCHEAYIOIIEe TEPMUUYECKOE PA3JIOKEHHUE BBICIIMX HUTPUJIOB
ypaHa B MHEpPTHOU cpene (neasotupoBanue) npu temmneparype 1200 °C obecrieunBaeT
MOJTHBIN 0OpaTHBIN nepexo ¢pa3sl UNx K HCXOIHOW MOHOHUTPUIHON CTPYKTYpPE C COOT-
HomrenneMm N/U = 1,0.

3. KonuuecTBeHHO OmnucaHbl 3aKOHOMEPHOCTU TPEX CTAAWN OKUCIECHUS MOHOHHUT-
puna ypana B unreppaie temmnepatyp 400-500 °C u BnepBbie oOHapyxeH 3 dexT 3a-
MEJIJIEHUSI CKOPOCTH PEaKIMu Ha HadaibHOW cTaguu okucieHuss UN mpu MmoBbILIEHUH
Temneparypsl nponecca. [IpuunHoit 3Toro 3¢ dexra sBISETCS JTOKAIBHBIM MEPErpes,
MPUBOJIAIINNA K (POPMUPOBAHUIO U CIIEKAHUIO TUIOTHOT'O OKCUHOTO CJI0SI, IPENsTCTBYIO-

IIEr0 MacCOMEPEHOCY OKUCIUTENS BIIIyOb 00pasiia.
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4. MeTogoM Macc-CHEKTPOMETPUUYECKOTO aHallh3a OTXOJSIINX T'a30B YCTAHOBIICHO
oOpazoBaHnue npumecu okcuoB azota (NO, NO:) 3a cueT 4aCTUUHOTO B3aUMOICHCTBUS,
BbIJIENIsOIIErocs B Xoie okuciaeHus UN a3ora ¢ KUCIOPOAOM, YTO HEOOXOIUMO YUUTHI-
BaTh NPU NPOCKTUPOBAHUU TEXHOJIOTUUECKUX CUCTEM Fa300YUCTKH.

5. Ilokazana 3(pPpeKTUBHOCTh MPUMEHEHUSI a30THO-KHCIOPOJHBIX T'a30BbIX CMecel
B3aMEH aprOHOKHUCIOPOHBIX B KaueCTBE OKUCIUTENs. [I0BbIIIIEHHAS TEIIONPOBOIHOCTD
MOJIEKYJISIPHOTO a30Ta oO0ecreunBaeT 3(hPEKTUBHBIN OTBO/I TETJIa U3 PEAKIIMOHHOW 30HBI,
YTO MUHUMM3UPYET CIEKaHUuE 00pa3yloIIerocsi OKCHAHOTO CJIOS M COKpaIlaeT BpeMs
MOJTHOM KOHBepcuu oOpasia. MeTrogom peHTreHo(a3oBoro aHaiau3a JoKa3aHa UACHTUY-
HOCTh (Pa30BOro cocTaBa OKCUAOB, (DOPMUPYIOLIUXCS MPU OKuciaeHuu oopasinoB UN B
00enx ra3oBbIX cpejax.

6. BriepBbie 3KCIIEpUMEHTATBHO MOATBEPKIECHA MPUMEHUMOCTb pa3padOTaHHBIX pe-
KUMOB BBICOKOTEMIIEpaTypHOH 00pabOTKM Ha o00Opa3nax OO0IyUYeHHOTO HHUTPUIHOTO
SJIEPHOTO TOIUIMBA. Y CTAHOBJIEHO, YTO Pa3pyIICHUE MATPUIIBI B LIUKJIAX a30TUPOBAHUS-
Jea30TUpoBaHus odecrnieunBaeT 3(PEKTUBHOE OTAEICHUE TOIUIMBHON KOMIIO3UIIUU OT
CTaJIbHBIX 000JIOUEK TEIUIOBBIACISIONIETO dJIeMEeHTa ¢ Jokanu3aiuei nopomka OAT B
BHJI€ KOHTJIOMEPATOB.

7. Jisi manbHEUINEero COBEPIICHCTBOBAHUS MUPOXMMHUYECKON CXEMBbI MepepadoTKu
OAT pexomenayetcsa paccMoTpeTh noaxon ¢ okuciennem OSAT Ha mepBom 3tane ¢ uc-
MOJIb30BAaHUEM a30T- UM aprOHOKUCIOPOIHBIX CMECEH, a TAaK)Ke BIAXKHOIO aproHa WM

BO3/lyXa.
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CIIMCOK OBO3HAUYEHNH U COKPAIIIEHUI

CHVII-TomnuBo — cMelIaHHOE HUTPUAHOE YPaH-TLTyTOHUEBOE (TOTIUBO)

oAT — 00JIy4eHHOE SePHOE TOILTUBO

PY «bPECT- — peakTOopHas yCTaHOBKA Ha OBICTPBIX HEUTPOHAX CO CBUHIIOBBIM
OJ1-300» TEIUIOHOCHUTEeNIeM MOIIHOCThIO 300 MBT

BTO — BBICOKOTEMIIEpaTypHasi o0paboTKa

JAM — JeAIecss MaTepuabl

I — IIPOAYKTHI IEJICHUS

POA — pentreHo¢a30BbIi aHATU3

TBAJI — TETUIOBBLACISIONIUN SJIEMEHT

T — TEpMOTpPaBUMETPUS

JATT — mudpepeHnmanbHas TEpMOTrpaBUMETPUS

JICK — muddepeHnranbHas CKaHUPYOIIas KaJIOPUMETPUS
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Bel[leCTBeHHLIﬁ COCTAB MHOTI'OKOMIIOHEHTHOM CHUCTEMBI, l/IMI/ITprIOHICﬁ HATPpUAI-
Hoe OSIT coriacho pe3yJabTaTaM TEPMOINMHAMUYIECCKOI0 MOAC/INPOBaAHUS

Tabnuma b.1 — PacueTHBIN BeleCTBEHHBIN COCTaB MHOTOKOMITOHEHTHOM CUCTEMBI, UMH-
tupytomied Hutpugnoe OST unentpanbuHoit 30u6l PY BPECT-O/I-300 (Bbiropanue 75
I'Bt-cyT/T) nocne 1 roja BeIIEpAKKH BO BHEPEAKTOPHOM XPAHMIIUIILIE MPU TEMIIepaTypax
800 u 1000 °C

Ne Coenunenue / 31eMeHT 800 °C 1000 °C
IL.II Maccosas nons, % Maccosas nons, %
1 | (UpsPuo2)N 4,59 - 10! 4,57 - 107!
2 | UN 3,65 - 10! 3,67 - 10!
3 | UaN3 4,63 4,53

4 | PuN 4,55 4,61

5 | Xe(r) 9,60 - 107! 9,60 - 107!
6 | Mo 6,65 - 107! 6,65 - 107!
7 | ZrN 6,39 - 107! 6,39 - 107!
8 | NdN 6,28 - 107! 6,70 - 107!
9 |Ru 6,19 - 107! 6,25 - 107!
10 | NdPd3; 5,59 - 107! 4,35 - 10!
11 | Cs () 5,58 - 107! 7,83 - 107!
12 | CeN 4,62 - 10! 4,58 - 10!
13 | UNi73 3,05 - 10! 3,82 - 107!
14 | LaN 2,59 - 10! 2,59 - 10!
15 | PrN 2,54 - 107! 2,54 - 107!
16 | SmN 2,34 - 107! 2,34 - 107!
17 | Cs2Te 2,10 - 10! 0

18 | AmN 1,85 - 10! 1,85 - 10!
19 | Tc 1,66 - 107! 1,66 - 107!
20 |Rh 1,60 - 107! 1,86 - 107!
21 | Csl (k) 1,53 - 10! 0

22 | BaC, 1,42 - 10! 1,65 - 10!
23 | Ba:N» 1,18 - 10! 3,55 107
24 | BaxSn 1,17 - 107! 1,17 - 10!
25 | UN» 1,14 - 10! 1,85 - 10!
26 | CePds 1,04 - 107! 1,17 - 10!
27 | SrTe 1,02 - 10! 1,97 - 10!
28 | URhs 6,20 - 107 1,60 - 1072
29 | YN 6,13 - 107 6,13 - 107
30 | Kr (1) 5,14 - 102 5,14 - 102
31 | Ag 4,99 - 107 4,99 - 107
32 |Rb (1) 434 - 1072 4,19 - 107
33 | Pd 433 - 1072 1,14 - 10!
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Ne Coenunenue / 31eMeHT 800 °C 1000 °C
LI Maccosas nons, % Maccosas nons, %
34 | Cd (1) 4,14 - 107 4,14 - 107
35 | SN2 3,33 - 107 6,96 - 10
36 | SrCs 3,26 - 1072 1,68 - 1072
37 | PmN 3,11 - 107 3,11 - 1072
38 | NpN 2,92 - 107 2,92 - 1072
39 | GdN 2,60 - 1072 2,60 - 1072
40 | EuSe 2,31 - 1072 2,22 - 107
41 | LaSb 2,11 - 1072 2,10 - 107
42 | URus 1,74 - 1072 7,22 - 1073
43 | Cs2 (1) 1,63 - 107 1,19 - 107
44 | CmN 1,54 - 107 1,54 - 107
45 | UPds 9,07 - 1073 1,93 - 107
46 | EuTe 7,29 - 1073 9,09 - 107
47 | EuN 6,69 - 107 6,33 - 107
48 | BaTe 5,45 - 107 2,84 - 107
49 | BaBn 446 - 107 3,84 - 107
50 | In (k) 4231073 423107
51 | CsRb (1) 2,89 - 107 1,44 - 107
52 | PrSb 1,97 - 1073 2,00 - 107
53 | TbN 1,67 - 1073 1,67 - 1073
54 | DyN 1,52 - 107 1,52 - 1073
55 | SmSe 8,69 - 10 1,80 - 1073
56 | BaH» 8,68 - 10 8,87 - 10
57 | Rbl (1) 5,52 - 10 5,38 - 107
58 | Cs2Br2 (1) 423 -10* 7,32 -10*
59 | Sr (1) 3,66 - 10 3,62 - 107
60 | Ba (1) 3,30 - 10 8,26 - 1073
61 | Ge 2,23 -10* 2,23 - 104
62 | He (1) 1,77 - 10* 1,77 - 10*
63 | Rbz (1) 1,49 - 104 4,87 - 107
64 | RbBr (1) 1,39 - 10 5,89 - 10
65 | NdC: 3,40 - 107 3,93 - 10*
66 | SrH» 3,32 - 107 2,05 - 107
67 | SrBr: (k) 2,84 - 107 2,85 - 107
68 | PrSe 1,44 - 107 3,99 - 107
69 | USb 7,37 - 10°° 8,12 - 107
70 | Rb2Br2 (1) 1,63 - 10° 1,46 - 10°°
71 | Baly (k) 0 1,11 - 10!
Cymma 100 10




[Ipunoxenue B

Tpelm IJIEMECHTOB Ha JdTallax BbICOKOTeMHepaTypHOﬁ OﬁpﬂﬁOTKI/I CHUCTEMBI, I/IMI/ITI/IpleH_leﬁ HUTPUIHOC oﬁnyqeﬂnoe

AAECPHOE TOILINBO

Ta6nuna B.1 — Tpeku 3eMeHTOB Ha 3Tanax BbICOKOTEMIEpaTypHOU 00pabOTKH cucTeMbl, uMUTHpytoie Hutpuanoe OAT

BemiecTtBeHHbBIN cocTaB

Cocras nocie a30TUpOBaHUs

Cocras nocie 1ea30TUpOBaHUs

CocraB moci€e OKUCIIEHUS

Ne DOpement Coenunenune/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t
3JIEMEHT OoAT 3JIEMEHT OoiAT 3JIEMEHT OoiAT 3JIEMEHT OoAT
S10°]
I Ag  Ag 499101 Ag 4,99 - 107 ﬁg 8‘;) ‘6‘25 _ }84 Ag 4,98 - 107
2 Am AmN 1,75 AmN 1,75 AmN 1,75 AmO, 1,75
BaC; 1,39 BaC; 1,39 BaTe 1,45 BaUOg4 3,02
Ba,Sn 8,19 - 107! BasN» 8,68 - 107! Ba,Sn 8,19 - 107! BaCOs3 2,01 - 1072
BasN» 8,10 - 107! Ba;Sn 8,19 - 10! BaC; 7,75 - 10!
3 Ba BaTe 1,29 - 10! BaTe 1,18 - 10! Ba (1) 1,55 - 107!
Ba (1) 2,03 - 1072 Ba (1) 2,01 - 10 Bals (1) 6,49 - 104
BaBr; (k) 1,92 - 102
BaH» 8,77 - 1073
BaBr; (k) 2,23-102  CsBr(r) 2,51-10% — — — —
Cs2Br2 (1) 2,43 103 Cs2Br2 (1) 7,09 - 104
4 Br RbBr (1) 1,52 - 1073 RDbBr (1) 6,46 - 104
SrBr> (k) 1,47 - 104 Rb;Br; (1) 2,24 - 10
Rb2Br (1) 7,83 - 10°
BaC; 2,44 - 10! BaC; 2,44 - 10! BaC; 1,36 - 107! CO2 (1) 2,80 - 107!
5 C SrCs 3,80 - 1072 SrCs 3,79 - 1072 Mo,C 1,33 - 107! BaCOs3 1,76 - 1073
NdC, 1,76 - 10 NdC, 2,96 - 10 NdC, 1,35 - 102
UC, 5,73 - 10°®
6 Cd Cd (1) 4,14 - 10! Cd (1) 4,14 - 107! — — — —
CeN 4,06 CeN 4,13 CeN 3,89
/ Ce CePd; 4,62 - 10! CePds 3,92 - 10! CePd; 6,24 - 10! Ce0s 4,52
8 Cm CmN 1,46 - 107! CmN 1,46 - 107! CmN 1,46 - 107! CmO, 1,46 - 107!
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[Ipomomxenne Tabmuisl B.1

BemecTBeHHBIN COCTAB CocTaB nocsie a30THPOBAHUS CocTaB 1mocJje 1ea30TUPOBaHMSI CocTaB 1mocjie OKUCICHHS
Ne  DOnement Coenunenne/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t
3JIEMEHT OoAT 3JIEMEHT OoiAT 3JIEMEHT OoiAT 3JIEMEHT OoAT
Cs (1) 7,06 — —
Cs (1) 7,03 Csl (k) 4,32 -10"!
Csl (k) 7,74 - 10! Csl (1) 2,93 - 10! CsI (1) 4,25-10"!
9 Cs Csa (1) 1,49 - 107! Cs2 (1) 8,06 - 1072 Cs2 (1) 6,36 - 1073
CsRb (1) 1,27 - 102 Csaola (1) 5,34 - 1072 Csaolo (1) 7,11 - 10+
Cs2Br; (1) 4,04 - 103 CsBr (1) 4,17 - 107
CsRb (1) 6,96 - 1073
Cs2Br; (1) 1,18 - 107
10 Dy DyN 1,40 - 1072 DyN 1,40 - 1072 DyN 1,40 - 102 Dy>03 1,40 - 102
EuSe 1,47 - 107! EuSe 1,50 - 107! EuN 2,53 - 107!
11 Eu EuTe 6,07 - 102 EuTe 6,15 - 107 Eu (1) 4,60 - 107 Eu0O3 2,53 - 107!
EuN 4,56 - 1072 EuN 4,20 - 1072
12 Gd GdN 2,39 - 107! GdN 2,39 - 107! GdN 2,39 - 107! Gdo03 2,39 - 107!
13 Ge Ge 223107 Ge 223107 Ge 223-10° GeO2 223107
104
4 H g’fliz ﬁg _ }86 H () 13310
15 He He (1) 1,77 - 10°  He (1) 1,77 - 103 — — — —
Csl () 4,12 - 10! CsI (1) 4,05 - 10! — —
Csl (k) 7,39 - 10! CsI (1) 2,80 - 107! InI (1) 4,56 - 1073 —
16 I RbI (1) 1,30 - 102 Csolz (1) 5,10 - 1072 Bal; (1) 1,20 - 1073
RbI (1) 8,51-1073 Csolz (1) 6,79 - 10
Rbyl> (1) 7,70 - 107 Srl> (1) 3,14 - 10
17 In In(x) 423-102  In(x) 423102 000 3.82-10° In (%) 3,82 - 1072

Inl (1) 4,12 - 103
18 Kr  Kr(p) 514-107  Kr(r) 514-107
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[Iponomxenue Tadbmuis B. 1.

BelecTBeHHBIN COCTaB Cocras nocne azotupoadusg  CocTaB nocie 1ea30THpOBaHUS CocTaB nocie OKUCIEHHUSI

Ne  DOnement Coenunenne/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t
3JIEMEHT OoiAT 3JIEMEHT OoiAT 3JIEMEHT OoiAT 3JIEMEHT oiAT
LaN 2,36 LaN 2,36 LaN 2,31
19 La LaSb 1,12 - 10! LaSb 1,12 - 10! LaSb 1,12 - 107! LayO3 2,47
LaSe 2,54 - 107 LaSe 9,01 - 10°¢ LaSe 4,54 - 1072
Mo 4,53 Nd2(Mo0Os)3 4,59
20 Mo Mo 6,65 Mo 6,65 Mo:C 2.12 Smy(MoOs); 2,06
NdN 5,66 NdN 5,59 NdN 5,79 Nd2(MoOs)3 4,60
71 Nd NdPd; 1,80 NdPd; 1,87 NdPd; 1,59 Nd»03 2,86
NdC, 1,06 - 1073 NdC» 1,78 - 10 NdC» 8,08 - 1072
NdSe 2,05 -10° NdSe 7,45 - 107 NdSe 3,42 - 1073
22 Np NpN 2,76 - 107! NpN 2,76 - 10! NpN 2,76 - 107! NpO» 2,76 - 107!
NdPd; 3,99 NdPd; 4,14 NdPd; 3,52
CePd; 1,05 CePd; 8,93 - 10! CePd; 1,42
23 Pd Pd 1,31 - 1072 Pd 2,64 - 1072 Pd 1,18 - 10! PdO 5,06
UPd; 6,20 - 10”7
24 Pm PmN 2,84 - 10! PmN 2,84 - 10! PmN 2,84 - 10! PmyO3 2,84 - 10!
PrN 2,31 PrN 2,31 PrN 2,22 Pr12022 2,24
25 Pr PrSb 1,07 - 102 PrSb 1,06 - 102 PrSe 9,71 - 1072 Pry(TeO3)3 8,22 - 107
PrSe 2,07 - 10 PrSe 1,33 - 10 PrSb 1,05 - 1072
(Uo.sPuo2)N 88,09 PuN 129,10 (Uo.sPuo2)N 91,92
26 Pu PuN 43,48 (Uo.sPuo2)N 2,47 PuN 39,64 PuO» 131,57
PuSb 1,01 - 107
Rb (1) 4,31 - 10! Rb (1) 4,39 - 10! — — — —
RbI (1) 8,77 - 1073 RbI (1) 5,73 - 1073
CsRb (1) 8,15- 103 CsRb (1) 4,48 - 107
27 Rb RDbBr (1) 1,63 - 1073 RDbBr (1) 6,91 - 10
Rb: (1) 8,22 - 10 Rb: (1) 4,69 - 10
Rb2Br (1) 8,37 - 10 Rbal: (1) 5,18 - 107
Rb2Br (1) 2,39 - 10
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[Ipomomxenne Tabmuisl B.1

BeriecTBeHHbII cOCcTaB CocTaB mocie a30TUPOBaHUs CocTas nocie 1ea30THPOBaHUS Cocras 1ocjae OKHCICHUS
Ne  DOnement Coenunenne/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t
3JIEMEHT OoiAT 3JIEMEHT OoiAT 3JIEMEHT OoiAT 3JIEMEHT oiAT
Rb (1) 4,31 - 10! Rb (1) 4,39 - 107! — — — —
RbI (1) 8,77 - 1073 RbI (1) 5,73 - 1073
CsRb (1) 8,15- 107 CsRb (1) 4,48 - 1073
27 Rb RDbBr (1) 1,63 - 1073 RDbBr (1) 6,91 - 10
Rb: (1) 8,22 - 10 Rb: (1) 4,69 - 10
Rb2Br (1) 8,37 - 10 Rbal; (1) 5,18 - 107
Rb2Br (1) 2,39 - 10
28 Rh Rh 1,72 Rh 1,95 Rh 1,95 Rh 1,95
URh3 2,26 - 10!
29 Ru Ru 6,21 Ru 6,29 Ru 6,29 RuO, 6,29
URus 8,24 - 1072
LaSb 9,83 - 107
PrSb 9,23 - 1073 LaSb 9,85 - 107 LaSb 9,86 - 1072 .
30 Sb USb 9,09 - 107 PrSb 9,14 - 1073 PrSb 9,07 - 1073 $60, 1,08 - 10°
PuSb 5,02 - 10°¢
EuSe 7,63 - 1072 EuSe 7,78 - 1072
SmSe 5,72 - 1073 SmSe 4,29 -107 PrSe 5,44 - 107
PrSe 1,16 - 10 PrSe 7,44 - 107 LaSe 2,58 - 107 .
3bSe ase 145-10°  LaSe 512-106  NdSe 1.88- 103 502 8,21 10%
NdSe 1,12 - 10 NdSe 4,08 - 107 Se> (1) 7,83 - 107
USe 3,72 - 107
32 Sm SmN 2,14 SmN 2,14 SmN 515 Smz(Mo0Os4)3 2,15
SmSe 1,09 - 1072 SmSe 8,17 - 1073 ’ Sm»03 9,42 - 108

33 Sn BaxSn 3,54 - 10! BaxSn 3,54 - 10! BaxSn 3,54 - 10! SnO, 3,54 - 10!




[Ipomomxenne Tabmuisl B.1

BemiecTtBeHHBIN cocTaB

Cocras nocie a30TUpOBaHUs

137

Cocras nocie 1ea30TUpOBaHUs

CocraB mocie OKUCIIEHUS

Ne  DOnement Coenunenne/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t Coenunenue/ Macca, Kr/t
3JIEMEHT OoiAT 3JIEMEHT OoiAT 3JIEMEHT OoiAT 3JIEMEHT OoAT
SrTe 8,07 - 107! — —
SrC, 1,39 - 10! SrTe 8,14 - 107! Sr (1) 9,76 - 10!
34 Sr Sr3N» 2,06 - 1072 SrC, 1,38 - 10! Sr2 (1) 1,97 - 10
Sr (1) 9,95 - 1073 Sr3N» 2,43 - 1072 St (1) 1,08 - 10
SrH» 1,82 - 10 Sr (1) 1,04 - 10
SrBr> (k) 8,06 - 107
35 Tb TbN 1,54 - 1072 TbN 1,54 - 107 TbN 1,54 - 102 TbO1.72 1,54 - 107
36 Tc Tc 1,66 Tc 1,66 Tc 1,66 Tc,07 (1) 1,66
SrTe 1,17 SrTe 1,18 TeO> 1,23
37 Te BaTe 1,20 - 10! BaTe 1,10 - 10! BaTe 1,35 Pry(TeOs); 1,12 - 10!
EuTe 5,10 - 1072 EuTe 5,16 - 1072
UN 345,11 U2Nj3 552,20 UN 378,33 UOs 731,79
(Uo.sPuo2)N 343,75 UNi1.73 172,20 (Uo.sPuo2)N 358,70 BaUOg4 5,24
U2N;3 43,31 (Uo.sPuo2)N 9,64
UNi1.73 3,25 UN 2,99
UN> 1,38
38 U URh3 1,74 - 10!
URus 6,47 - 107
USb 1,78 - 10
USe 1,12 - 10
UG, 5,68 - 107
UPd; 4,62 - 107
39 Xe Xe (1) 9,60 Xe (1) 9,60 — — — —
40 Y YN 5,30 - 10! YN 5,30 - 107! YN 5,30 - 10! Y203 5,30 - 10!
41 Zr ZrN 5,54 ZrN 5,54 ZrN 5,54 V4{0)) 5,54




