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BrinmosHeH TepMOI[I/IHaMI/I‘-IeCKI/Iﬁ aHaJiu3 cocTaBa ra3oBOM (ba3bl Haad ypaH-IIJIYTOHUCBBIM HUTPUIOM

U, Pu,N; 000, 405» COTEPKAIMM TPUMECH KHMCJIOPOJIA U TTPOAYKTHI IENEHUsI, B 3aBUCUMOCTH OT TEMIIEPATYPHI

(900—2000 K) npu o6yyeHn GBICTPHIMU HERTpOHAMU ¢ BbiropaHueM 13.6% Tsokenbix aToMoB (T.a.). [TokaszaHo,
yto B nHTepBaje TeMneparyp 900—2000 K HakomnieHre MpoayKTOB AeJIEHUS B TOILIMBE MPUBOIUT K (DOPMUPOBa-
HUI0 MHOTOKOMITOHEHTHOM Ta30Boi (ha3bl, comepXKalleil Caeayone OCHOBHBIE 3JIEMEHTHI M COSTUHEHUS: TO-
BHbIe (Pu, PuO, PuN, U, UO, UN), nerkoneryuue (Cs, N,, Ba, Sr, Csl, Bal, SrI, I), neryune (Te, Pd, BaO,
NdO, LaO, SrO, CeO), tpynHoneryune metasuindeckue (Nd, Mo, Y, Tc, La, Ce, Zr) u TpyaHOJIETY4rE HUTPUIbI
(NdN, LaN, CeN, YN, ZrN). PaccuuTanbl napiuaibHble TaBIeHUs YKa3aHHBIX KOMITOHEHTOB ra30Boil (ha3bl

Han U Pu N, .0, s B 3aBUCUMOCTH OT TEMIEPATYpPhI IPK BbIropaHuu 13.6%.
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BBEAEHHUE

Hauvano ctpouTenbcTBa OMBITHO-AEMOHCTpPaAlM-
OHHOTO SIIEPHOTI0 peakTopa Ha ObICTPBHIX HEUTpOHAaX
co cBUMHLOBBIM TerioHocutesieM BPECT-0O/1-300
aJIeKTprYecKoil Mo1IHocThio 300 MBT oTKphIBaeT HO-
Bble BO3BMOXHOCTU Pa3BUTHUSI aTOMHOU 3HEPTeTUKMU,
MO3BOJISIIOLIME Peali30BaTh KOHIIEMIIUIO 0€30MacHOTo
3aMKHYTOIO SIIEPHOTO TOILIMBHOrO 1ukia [1]. B nan-
HOM peakTope B KAYECTBE SA€PHOIO TOILIMBA OyAeT uc-
MOJIb30BaH CMEIIAHHBIN YpaH-TUIyTOHUEBBIA MOHOHU-
tpun (U,Pu)N Ha oCHOBE 3HEpPreTUYeCKOro IJyTOHUS
1 obemHeHHOTo ypaHa [2]. KpoMe Toro, K HUTpUIHbBIM
U KapOUAHBIM SIIEPHBIM TOILJIMBAM TIPOSIBISIETCS MHTE-
PEC B CBS3U C BHIOOPOM ONTUMAJIbHBIX COCTABOB KOMIIO-
3ULIMIA HA OCHOBE aKTUHUIIOB /I TPAHCMYTAallMU PaJuo-
AKTHUBHBIX OTXOJOB B peaKTopax Ha ObICTPBIX HEMTpOHAX
U 2JIEKTPOSIIEPHBIX YcTaHOBKax [3, 4].

TepMonuHaMuueckoe NMoBeAeHWE U CTaOUJIbHOCTD
TOMOTEHHBIX TOIJIUBHBIX KOMITO3ULIMI TTO11 00Jy4YeHUEM
TpedyeT ocodoro BHUMaHusl. Bo3aeiicTBue obydyeHust
OBICTPBIMU HEUTPOHAMU Ha ypaH-TIJIYTOHUEBBIN MO-
HOHUTPUJ NPUBOAUT K HAKOTUIEHUIO TIPOAYKTOB JieJie-
HUSI, KOTOPbIe U3MEHSIIOT KaK XMMUYEeCKUI 1 (ha30BbIi
COCTaBbl TOIJIMBA, TaK U razoBylo a3y Hajl HUM TpU
TMOBBIIIIEHHBIX TeEMIIEpaTypax. B HUTpUIHOM TOIIVBE
CTabUJIbHBIC TPOUHbIE (Da3bl, TUTUUHBIE AT TUOKCUIA
ypaHa, He 00pa3yloTcs U, cliel1oBaTe/bHO, MapiaibHbie
JaBiaeHus Jetydux 3jaeMmeHToB Cs, Sr, Ba, Te OymyT 60-
Jiee BBICOKMMU. JIeTyure 4acTulibl UMEIOT TEHAEHIIUIO
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K MUTpallMM B HaIlpaBJIeHUM 3a30pa MEXIY TOILIU-
BOM U 000JIOUKOM, IIe OHU MOTYT aKKyMYJUPOBaThCS
U BJIUSATH Ha €r0 NMPOBOJUMOCTD 1 TETUIONPOBOIHOCTD.
PanuanbHbI TEpeHOC TPOUCXOAUT 32 CUET MeXaHU3Ma
HCIapeHne—KOHAEeHCAIIUS U YCKOpseTcs (B YCIOBUIX
MOBBILIEHHOTO IPaliMeHTa TeMIIEpaTyp Kak MEeXy LeH-
TPOM TOTUTMBHOTO CEpIeYHMKA M €To Mepudepueii, Tak
U Ha I'paHUlIe ¢ TETUIOHOCUTEIEM) C MOBbIILIEHUEM YPOB-
H$1 OXJIaXIIeHWS TOTUIMBA B CJlyyae YBeJIMYEHUSI SHEPro-
93(bGEeKTUBHOCTH PEaKTOPHBIX YCTAHOBOK. BeyenctBue
HeIoCTaTKa AKCIIepUMEHTAIBHBIX TAHHBIX IS HUTPUI -
HOIO TOIUIMBA HeN30eXXHO TpeOyeTcsl MaTeMaTUIeCcKoe
MOJIETMPOBAHUE €TO TTOBEIECHUS TIPH BBICOKHMX TEMIIe-
paTtypax, B TOM YHUCJIe COCTaBa ra3oBoil (pa3bl M TeMIIe-
paTypHbBIX 3aBUCUMOCTEM BEJIUUUH MaplUaibHbIX JaB-
JICHU# ee KOMIIOHEHTOB, KOTOPOE MO3BOJISIET MOJYYUTh
pe3yJabTaThl, BaXXHbIE IS TPAaKTUYECKOTO MpUMEHE-
Hu [5, 6].

B pabote [5] ObIIM paccyuUTaHbl MTaplajJbHbIE TaB-
JneHus 6osiee 20 KOMIIOHEHTOB ra3oBoM (ha3bl HaJ MO-
HOHUTPUIOM ypaHa B 3aBUCUMOCTH OT TeMIIepaTyphl
(1600—2800 K) u Beiropanus (mo 10% t.a.). [TokazaHo,
yto gasieHust Cs, Sr, Ba u Rb mano MeHs10TCS € pO-
CTOM TeMITepaTypsl (BEITopaHue 5% T.a.) M HAXOMSTCS
Ha ypoBHe ~1 X 107! at™m. [JaBiieHUs Apyrux MeTaIA4de-
CKMX KOMIOHeHTOB razosoii ¢assl (U, Y, La, Ce ut.11.),
a TakXe X MOHOHMUTPUIOB CYIIECTBEHHO HIXE M 3Ha-
YUTEJTBHO YBEJIMINBAIOTCS C YBEJIMICHUEM TeMIIepary-
pbl: oT ~1 X 1071 mo ~1 X 10=°—1 X 10~7 at™. laBneHus
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BCEX KOMITOHEHTOB Tra30BOI (ha3bl MaJIO MEHSIOTCS C PO-
crom Beiropanus (1—-10% T.a.).

B pa6ore [6] mpoBeneH TepMOAMHAMUYECKUIA aHAI3
COCTOSIHUS TIPOJAYKTOB JeJAeHUSI B KOHASHCUPOBAHHOM
M Ta30BO# (ha3zax 00JydeHHOTO OBICTPBIMU HEHTpOHAMU
U, Pu ,N, comepxaiiero TpaHCypaHOBbBIE JIEMEHTHI.
bbut paccunran cocraB razoBoii dasel Hax U, Pu N,
U ONpeziesieHbl NapluuaibHble JABI€HUS MPOIYKTOB Jie-
nenus (IT11), a takke Am, Pu, U, Np 1 UX HUTpUIOB
B uHTepBane Temmeparyp 900—2000 K u BelropaHun
1o 13.6% t.a. [TokazaHo, 4TO HaMOOJIBIITUM MaPIIHATb-
HBIM JaBJieHUWEM obsamaeT Am, gajiee cleayloT (B Mo-
psinke yobiBaHusi): Pu, U u Np. AHaJOoru4HbIM 00pa-
30M pacnoJiaraloTcs naplyajbHble TaBICHUS UX MOHO-
HUTPUAO0B. PaBHOBECHbBIE MaplMaibHbIC NaBICHUS ObLIU
onpeaenensl st geryuux [T Cs, Ba, Sr v ux nonuaos,
apyrux aetyuux I1J1: Te, Pd, a Takke TpyaHOIETy4YUX
metaioB: Nd, Ce, La u npyrux u ux HUTpUIOB.

OnHako B CBSI3U C TeM, UTO OCHOBHBIM CITOCOOOM
MOJIy4eHUs YpaH-TTyTOHUEBOTO HUTPUJIA SBJISIETCS Me-
ToJ KapboTepMuueckoit KoHBepcuu okcunoB U u Pu
B cMemianHbi HUTpUnI (U,Pu)N B armocdepe azora,
B KOHEYHOM TIPOAYKTE OYAYT MPUCYTCTBOBATH TIPUMECH
kuciopona B kommaectBe 0.01—-0.3 mac% [7—12]. B 3a-
BUCHMOCTH OT TeMIIEPaTyphl U COIMEPXKAHUS KUCIOPO
MOXeET ObITh PACTBOPEH B TOMOTEHHOI TOTUIMBHOM Ma-
TPUIlE WIN BBIACIATHCSI B BUIE OTIETBHBIX OKCUITHBIX
asz. 11 MOHOHUTpHUIA YpaHa B UICXOTHOM COCTOSTHUM
TaKoi Gasoii sensercs nuokena ypana UO, [13].

MonenupoBaHue (a30BOTI0 COCTaBa ypaH-ILIy-
TOHMEBOTO HUTPHUIA C TNPHUMEChIO KHCIOPOIA
U, Pu ,(N; 5.0, 0,)0.005 (013 Mac% kucnopona) mpu 06-
JiyaeHuu 1o Beiropanus 140 I'Br-cyt/T u Temmnepatype
900—1400 K 6b110 mpoBeaeHo B padote [14]. Onpene-
JIEHBI COCTaB M KOHIIEHTpauuu ¢a3 B JaHHOM KOHIEH-
cupoBaHHOM ToruiuBe, rae B orauyue ot (U,Pu)N 0Oe3
npuMeceit kucyiopona [15] ObUIM 0OHAPYKEHBI CIAETYIO-
e okeunsl: UO,, BaUO,, SrPu0O,, Nd,0,, Y,0,, SrO,
BaO, npuyem UO, npucyTcTBOBaI TOJBKO 10 BhIrOpa-
Husg 60 I'Br-cyt/T. OmHaKo XxapakTepUCTUKU ra30BOM
(a3bl paccMOTpeHbI He ObLIM. DTH TaHHbIE HEOOXOIMMBbI
JJ1sS1 TOHUMAaHUSI TIOBEACHUS TOILUIMBA U 00Pa3yIOIIXCSI
I1]1 B mpoliecce 3KCIuTyaTallii U B YCJIOBUSX BO3MOX-
HOTO aBapuifHOTO Teperpena.

[{enpro paGoThl OBUIM MOJIEIbHBIE PACYETHI PABHO-
BECHOTI'O COCTaBa ra30BOM (pa3bl U TeMIlepaTypHBIX 3a-
BUCUMOCTEH TaplajJbHbIX JaBJeHUI €€ KOMITOHEHTOB
HaJ CMEIIaHHBIM ypaH-TUIyTOHUEBBIM MOHOHUTPUAOM
U0‘8Pu0‘2N0‘99500‘005’ coAepxXalluM IMPUMECH KUCI0opoaa

u I1J1, B uaTepBaie remneparyp 900—2000 K mpu BbIro-
panuu 13.6% T1.a. (120 I'BT-cy1/T).

METOANYECKAA YACTb

PacueTsl mpoBOIMIN C TTOMOIIBIO TIPOTPAMMHOTO
komiiekca ACTPA-4 [16] Ha mpuMepe KOMITO3UIIUH
U, Pu )N 460, 05 (0.032 mac% kucnopona). Takoe
colepXaHre KNCIopoaa o0ecIeunBajo TOMOTeHHOCTh

HMCXOOHOTO cocTaBa [13, 14], a Takke OBLIO HUKE AOITY-
CTUMOTO TIpenesia ero CoMep>KaHus B TOIUTNBE, COCTABISI-
forrero 0.15 mac% [17]. MHoro1eneBoi mporpaMMHBII
komiiekc ACTPA-4 npenHasHaueH 1Ji1 MoaeIUpoBa-
HUSI XUMUYECKUX U (pa30BbIX paBHOBECU TTPU BICOKMX
TeMmIiepaTypax B IPOU3BOJIbHBIX cUcTeMaX. B ocHOBY
aJropuTMa TOJOXEH YHUBEPCATbHBIN TEPpMOAUHAMM -
YeCKUI MeTOH OTpenesIeH!s] XapaKTepUCTUK paBHOBE-
CHSI TETEPOTEHHBIX CMCTEM, OCHOBAHHBIN Ha TIPUHITATIC
MaKCHMyMa SHTPOTINH, KOTOPHII MO3BOJISIET IIPOBOAUTH
TepMOIMHAMHWYECKHAE pacdeThl MHOTOKOMITOHEHTHBIX
1 MHOroGa3HBIX CUCTEM, COACPXKAIINX ra3000pa3HbIe
U KOHAEHCUPOBaHHbBIC BEllIECTBA, BKIIOYass MHOTOKOM-
MMOHEHTHBIE TBEPIIbIe pacTBOPHI. ba3za JaHHBIX MTporpam-
Mbl ACTPA-4 1 6a3a nannbeix NEA-TDB [18], KoToprbie
HCTIOJIb30BAJIMCH IJIsSI PACYeTOB, OBLIM paHee JOTIOHE -
HBI TEPMOAMHAMUYECKUMU CBOMCTBAMU Tra3000pa3HBIX
1 KOHICHCUPOBAHHBIX BEIIECTB: HUTPHUIOB M OKCHIIOB
KaK TOTUTMBHBIX KOMIIOHEHTOB (ypaHa U TUTIYTOHMS ), TaK
u T1]I, moay4yeHHBIX Ha OCHOBE 9KCIIEPUMEHTOB, TTPOBe-
NeHHbIX B KaMepe KHynceHa B BLICOKOM BakyyMme |5, 14,
15, 19]. TBepapie pactBophl Zr, Y, La, Ce, Nd u ux Hu-
tpunos B U  Pu N . paccmatpuBaiu B ae€albHOM
MPpUOTKEHUU.

B pacyeTrsl napumagbHbIX JaBJICHUA KOMIIOHEHTOB
ra3oBoii a3bl ObLI BKIIOUEH OCHOBHOM ra3o00pa3HbIii
MIPOOYKT IeJIeHUsI — KCeHOH. TakuMm o6pa3oM, cymMap-
HOE JaBJIcHHE Ta30Boil (a3el P mpeacTaBisuid B BUIE:
P= PXe + ZP(,-), rae P(l_ — IapuuaJibHOe JaBJI€HUE i-TO
KOMITOHEHTa ra3oBoii pa3bl. M3MeHeHue mapuuaibHO-
ro IaBJeHUs KCEHOHA B 3aBUCUMOCTU OT TeMIepaTyphl
U BBITOPAHUS B HACTOSIIIEN paboTe HE paccMaTpPUBAJIU.
PacyeThl ocylIeCcTBISIIM A1 CYMMapHOIo gaBjaeHus 1
atMm. [Ipyrue ocoOeHHOCTU METOAMKM pacueTa M3JI0XKe-
HBI B paborax [5, 6, 13—15, 19].

3an0XeHHbIe B pacyeT 3KCHepUMeHTaJIbHbIe 3Ha-
YeHHUS ObLIM IOJYyYEeHBl paHEe C UCIOJIb30BaHUEM
macc-cnekrpoMmerpa MC-1301 ¢ gueiikamu Kxyncena
U3 TTOJMKPUCTALINYECKOTO BoJibhpaMa ¢ COOTHOIIEHU -
eM Tromanaeit cyonmmmanyu u 3¢gpoy3umn, paBHbIM 400,
YTO 00eCIeuynBalio KBa3UPaABHOBECHBIN PEeXXUM CyOJIH-
mauuu [19]. 3mech cienyeT OTMETUTh, YTO OCHOBHBIM
ra3oBbIM KOMIIOHEHTOM, 3aIIOJHSIOIIMM 3a30p MEX-
Iy TOIJIMBOM U CTEHKOM TEILIOBBIAEIAIONIel cOOpKU
B IIpOLIECCE M3TOTOBJIEHUS W SKCIUTyaTallMu, SIBISIETCS
rejimii, o0JIagaroInii BEICOKOM TEIJIOIPOBOIHOCTHIO
1 MHEPTHOCTEHIO.

JloCcTOBEpHOCTD pacueTHOM MoJe Iy OblIa IIpOBEepeHa
B pabote [5] myTeM comocTaBieHUS NapUaIbHbIX JaB-
JieHui azora, ypaHa u UN Haa TBepJIbIM MOHOHUTPUIOM
ypaHa, He coaepxkamuM I1J1, ¢ aKcnepuMeHTaJIbHbBIMU
U TeopeTnyecKuMu naHHbiMU [20—27]. Belto ycTaHOB-
JIEHO IOCTATOYHO XOPOIllee COTJIaCUe PACUETHBIX U OKC-
MEpUMEHTAJIbHBIX TaHHBIX KaK 110 JaBJICHUSM a30Ta
U ypaHa, TaK ¥ 110 JaBJICHUI0 MOHOHUTPUIA ypaHa.

Jlns1 orpeneneHuss U3MEHEHUSI XMMUYeCKoro u ga-
30BOr0 COCTaBOB HUTPUIHOIO TOILUIMBA B IIpoliecce
BBITOpaHUS HEOOXOOUMBI 3HAHUS KoHUeHTpanuii I1/]
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MPY KOHKPETHBIX 3HAYCHMSIX TJIYyOMH BBITOPAHUS WIIN
BBIXOIOB TNIPU AeJeHUM OBICTpBIMU HeliTpoHaMu. Cy-
IIECTBYIOT HEKOTOPbIE PA3INYMs B BHIXOAAX ITPOIYKTOB
npu aenennu U u 2°Pu. AHanu3 JaHHBIX, IIPUBEICH-
HBIX B pabote [20], moKa3pIBaeT, 4TO B OTJIMYKE OT 233U
B 2¥U Pu, , HabnoqaeTcs pocT BbIXONA TAKUX 2JIe-
MEHTOB, KakK poauii (B 2.9 pasa), mautaguii (B 6.2 pasa)
u pyteHuii (B 1.4 paza). Heckonbko yBeInunBaeTCsI BbI-
X0l MoaubaeHa u TexHeuus (Ha 6%). Beixon 1ienoy-
HO3eMeJIbHBIX 2JIeMeHTOB (Str, Ba) cHuxkaercs B 2 pa3sa,
penKo3eMeIbHbIX 2JIeMeHTOB (Y U JJAHTaHUIbI) — MIpU-
MepHO B 1.2 pa3a 1 uupkoHust — B 1.56 pasa. Berxon Xe,
Cs ocrtaeTcs Ha TpexHeM ypoBHe, a Kr u Rb — cHu-
KaeTcs B 2 pa3a. B Tabi. 1 mpuBeneHbI KOHIIEHTPALIUKA
IBAIIIaTA OCHOBHBIX ITPOAYKTOB ICJICHUS ypaHa U TUTy-
TOHMS B YPaH-TUIYyTOHMEBOM HUTPHIE, OO0JIYyIYEHHOM
OBICTPLIMU HEMTpOHAMU 10 BbiropaHus 13.6% T1.a. [28].
JanHble Taba. 1 nucmonab3oBaJid B HacTosIIel padoTe
MPY MOIENBHBIX pacdyeTaX cocTaBa Ta30Boil a3kl Hal
ypaH-11yToHueBbIM HuTpuaom U Pu N O ¢ mo-

2 0.995
MoOIIIbIo ITporpaMmMHoro Komruiekca ACTPA-4.

0.005

PE3VJIBTATbBI 1 ObCYXIEHUWE

Mt yno6cTBa rpadpuueckKoro oTrodpaxkeHus cocra-
Ba rasoBoit ¢dasel Han obayyenubiM U Pu N 0O/
KOMITOHEHTHI ra30BOH (ha3bl pa3nesisuivu Ha CAeaylolIe
rpynmnsl: 1 — U, Pu, ux HUTpUABI U OKCUIIBI; 2 — JIETKO-
neryune 11 un ux mongunwr; 3 — neryune 1] 1 okcumbl
1IEJIOYHO3EMEIbHBIX METAJUIOB U JIJAHTAHUNIOB; 4 — TPyA-
Honetyuue metainueckue I1J1; 5 — TpynHoneTydue Hu-
Tpuasl ITJ1.

Ha puc. 1 moka3aHbl TeMmOepaTypHbIe 3aBUCUMO-
CTU MapuuajbHbIX HaBieHuit Pu, U, nX MOHOOKCHUIOB
Y MOHOHUTPUIOB B Ta30BOM (ha3ze HaJ CTeXuoMeTpuue-
CKUM ypaH-IUIyTOHUEBbIM MOHOHUTPUAOM, COIEpPXKa-
M npumMech kuciopozaa (0.032 mac% O) npu BbITO-
panun 13.6% t.a. Kak cienyer us puc. 1, Metaminye-
ckuit Pu nosiBnsieTcsl B ra3oBoii (pa3e (IaBlieHUE BHILIC
1-107" atm) yxe mpu temmepatype ~1100 K, Torma

Taomuna 1. Konuenrpaiuu (Mac%) ocHoBHbix I1/], ypaHa
u turyronust B U  Pu N nipu obiaydueHUr OGBICTPHIMU
HeiiTpoHamu (Beiropanue 13.6% t1.a. U + Pu) [28]

DJeMEHT Mac% DJIeMEHT mac%
Xe 1.507744 Mo 1.016520
Zr 0.847006 Tc 0.253278
Cs 1.270177 Ru 1.023146
Ba 0.485071 Rh 0.290759
Sr 0.144717 Pd 0.772328
La 0.376415 1 0.100989
Ce 0.724720 Te 0.217691
Nd 1.111169 Se 0.015996
Y 0.079580 Pu 16.459302
Nb 0.003621 U 66.319911
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kak U — Tonpko npu ~1350 K, nmpuuem gaBieHue Pu
BO BCE€M MHTEpBaJjie TeMIiepaTyp Bhille, yueM y U (Kpu-
Bble / 1 4 cooTBeTcTBeHHO). CllenylonuMu B TTOPSIIKe
yObIBaHUS MaplMaJbHbBIX JaBICHUIN SIBISIOTCS OKCUJIbI
Pu (xpuBas 2) u U (kpuBas 5), mpu4eM IaBieHUE IIep-
BOTro Ha 3—4 mopsiaka BhIlIE, YeM BToporo. Jlanee cie-
IYIOT AaBJieHUs1 MOHOHUTpUA0B Pu u U (kpuBble 3 1 6
cooTBeTcTBeHHO). [TapunanbHbie gapaeHusi PuN npu-
MEpPHO Ha nopsimok 6ombire, yeM UN.

Ha puc. 2 mpuBeeHbBI TeMIiepaTypHbIe 3aBUCUMOCTH
MMapIaibHBIX JaBJIeHW JerkoneTyanx [, ux momgm-
noB, N, 1 aToOMapHOro Moaa B ra3oBoii (ase Hax cTe-
XMOMETPUUYECKUM YpaH-TUIyTOHMEBBIM MOHOHUTPHUIOM,
conmepxaiiuM rpumMech kuciopoza (0.032 mac% O) npu
Bbiropanuu 13.6% t.a.

ITockoapKy B razoBoil pa3e MOMHMO aTOMapHBIX
dopm Cs, Sr u Ba nipucyrcrBytor u qumepsl (Cs,, Ba,,
Sr,), Ha puc. 1 moKa3aHbl CyMMapHbI€ TaBJI€HUS yKa-
3aHHBIX KOMIOHEHTOB (T.e. Fpy+ Fpy, 1P + Py,
Pp, + Ppy, M T.IL).

M3 npuBeaeHHBIX JaHHBIX CJASAYET, UYTO B MHTEpBa-
ne temrrepatyp 900—1500 K makcumanbHOe mapiyaib-
Hoe aaBiieHne nmeet Cs (6omee 1:10~! at™, kpubas 1),
IIpUYEeM ero IaBjJeHUe Majio MEHSETCS C YBeIUUYEeHUEeM
TeMIIepaTyphbl.

CreayomyMu MeTajlIaMU IO YPOBHIO JaBJICHUI SIB-
nsrotes Ba u Sr, mapuuaabHble JaBJIEHUST KOTOPBIX IIPU
Hu3kux temneparypax (900—1000 K) 3HauurenbHoO (Ha
5—6 nopsnkoB) HyXe napieHus Cs, a TpU BHICOKHUX (60-
see 1700 K) yctymnaioT nocieaiHeMy MeHee, YeM MOopsIIoK
(xkpuBbIie 3 u 4 Ha puc. 2).
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Puc. 1. [lapumanbHble JaBlIeHUST TOIUIMBHBIX 3JIEMEHTOB: IIYTO-
HUSI, ypaHa U UX MOHOOKCHUIOB 1 MOHOHUTPUIIOB B Ta30BOi1 (hasze
HaJ CTEXMOMETPUUYECKUM YPaH-TLUTyTOHUEBBIM MOHOHUTPUIOM,
comepxauium npumech kuciopoaa (0.032 mac% O), nipu Belropa-
Huu 13.6% T.a. B 3aBUCUMOCTH OT Temmepatypsl. / — Pu, 2 — PuO,
3—PuN, 4—-U, 5—UO, 6 — UN.
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Puc. 2. INapimanbHble aBICHUS JIETKOJIETYYHUX TTPOIYKTOB JIe-
JIEHUsI, X MOJUIOB U a30Ta B ra30Boii (a3e HajJ CTEXUOMETPHU-
YECKHUM YpPaH-TUIYyTOHUEBBIM MOHOHUTPUIOM, COIEpXKalIUM
nipumech kuciopona (0.032 mac% O), nipu Bbiropanuu 13.6% T.a.
B 3aBUCUMOCTH OT Temrepatypbl. / — Cs, 2— N, 3 — Ba, 4 — Sr,
5—Csl, 6—Bal, 7—Srl, §— 1.

Honun ue3us no temmeparypsl ~1400 K saBisier-
Cs BTOPBIM IT0 BeJTMYMHE KOMIIOHEHTOM Ta30BOM (a3sl
(nmocne atomapHoro Cs), gajiee ero JaBjieHUe HECKOJb-
KO CHIDKAETCS M CTAHOBUTCS MEHbIIE naBieHnit Ba u Sr
(kpuBas 5 Ha puc. 2). C poctom Temmeparypsl ot 1100
mo 2000 K 3HaumtenbHo (Ha 3—4 Imopsinka) yBelu-
YUBAIOTCS AaBleHUS nomunaoB Ba u Sr (kpuBwie 6 u 7
Ha puc. 2). Ha aToM Xe pUCyHKe NpUBEACHBI NaBIeHUS
MOJIEKYJISIpHOro a3oTra (KpuBas 2) 1 aTOMapHOTO 1Mojaa
(kpuBas &). BunHo, 4yTo mapiuaabHOE HaBJIEHUE a30Ta
3HAYUTEJIbHO BO3pacTaeT (6oJsiee 4yeM Ha IIECTb € MOJIO-
BUHOI MOPSIIKOB) MPU YBEJIMUEHUHU TeMmIiepaTypsl oT 900
1o 1500 K. CyiiecTBeHHOe AaBJieHHWE aTOMapHOTo oA
B ra3zoBoii (aze (6omee 1X 107 aT™M) TTOSIBIISICTCST TOJTEKO
c temnepatypsl 1700 K (kpuBag &, puc. 2). Heobxonumo
OTMETHTB, YTO TTaplIHalibHbIe maBlieHust monnmoB Cs, Ba
# Sr mpeacTaBiIeHbl Ha JAHHOM PHCYHKE B BUIE CYMMBI
JIaBJICHUIT MOHO U TUHUOIUIOB COOTBETCTBYIOIINX Me-
Tannos, T.e. Pegt + Pesty i Psi + Portys Par + P, -

Ha puc. 3 npuBeneHbl TeMnepaTypHble 3aBUCUMOCTH
napuuaibHbIX gaBiaeHuil netyuux I1J1 (Te, Pd), a Takxke
OKCHUJIOB IIEJI0UHO3eMEIbHBIX METAJJIOB U JJAHTAHUIOB
B rasoBoii dase Han U Pu N, O, 1ipu BeITOpaHUM
13.6% T1.a. HauGonbiumM faBjieHWEeM 00JIagaeT OKCHUJL
Ba (kpuBast I), pocT maBjieHUSI KOTOPOTO COCTaBJIsI-
eT 6osiee 10 MOPSAKOB TP MOBBILLIEHUU TeMIIEPaTypPhbl
oT 900 mo 2000 K, manee cineaytoT Te u Pd (kpusbie 2
U 3), 3HaUMMBbIe BeJIMUYMHBI JaBJIeHUI KOTOPHIX (OoJjiee
1 x 10~'5 at™) TTOSIBIISIIOTCS HAaUMHasI ¢ Temmeparyp 1100
n ~1200 K cooTBeTCTBEHHO, a POCT JaBJICHUI COCTaB-
JsieT 7—8 MOpSIAKOB IIpU YBEIMYSHUN TeMIIEPaTyphl 10
2000 K. Oxkcugsr Nd, La, Sru Ce (kpuBble 4, 5, 6 1 7)

ogBIsAIoTCS (HaBiaeHus conee 1 X 10715 arM) nipu Tem-
nepatypax, omm3kux K 1300—1400 K, n yBeanuuBaiot
cBoe gaBiieHue oT 1 X 1015 aTM Ha 6—7 TTOPSIAKOB MPU
temnepatype 2000 K (puc. 3).

Ha puc. 4 mpencraBieHbl TeMIlepaTypHBIE 3aBUCHMO-
CTU MapIUaIbHBIX JaBIEHUH TPYTHOJETYINX METAIIIN-
yeckux I[1/] (Nd, Mo, Y, Tc, La, Ce, Zr) B razoBoii aze
HaJ CTeXHOMETPUUYECKUM ypaH-TIJIyTOHUEBbBIM MOHO-
autpunom (0.032 mac% O) npu Beiropanuu 13.6% T.a.
3HauMMble BEJIMYMHbBI JaBJAEHUN y JaHHBIX METaJJOB
(Bormre 1 X 10~'® aT™M) BO3HHMKAIOT TOJIBKO TIPU TeMIIepa-
Typax 6osee 1100 K, omHako ux yBeJu4eHuEe C pOCTOM
TeMIlepaTypbl BechMa 3HauuTeIbHO (Ha 8—10 mopsin-
KOB), 3a UCK/IIoUeHUeM Zr. BumHo, 4To HauboOJbIIUM
JaBJIEHMEM U3 MepedrCICHHBIX MeTaJlJIOB 001agaeT Nd,
KOTOPBI MOSIBJISIETCS B Ta30BOM (ha3e (maBjieHUE BhILIE
1 X 10~'® atm) HaunHas ¢ Temmepatypsl ~1100 K (kpu-
Bas 1, puc. 4). Hanee cieayer Mo ¢ ~1300 K (kpuBas 2).
Hasnenus Y, La u Ce Oau3Ku APYT K OPYTy, U UX MOSIB-
JIeHVe B ra30Boii dase (masieHue Boime 1 X 10-'% atm)
HaunHaeTcs ¢ Temieparypsl ~1350 K (kpuskle 3, 5, 6).
Hauwnnas ¢ 3Toi1 ke TeMITepaTyphl B Ta30ByIO a3y mepe-
xomuT Tc (KpuBast 4), TaplraibHOE TaBIIeHIE KOTOPOTO
rpu temmeparype 2000 K He mpesbimaer ~1 X 10~ aTm.
Hau6onee HU3KMM napuuaibHbIM AaBJIEHUEM, KaK CJie-
JIyeT U3 NaHHOro rpaduka, obaagaeT MeTaalIudyecKUii
Zr, KOTOPBIN TTOSIBIISIETCSI B ra30Boi (pa3e (maBjiaeHUE
Beime 1 X 10~' at™m) mpu Temmepatype ~1770 K, a mpu
MakcumanbHoi#t Temmepatype (2000 K) ero naBieHue
HaxoauTcs Ha ypoBHe ~1 X 10~ atM (kpuBas 7).
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Puc. 3. IMapuumanbHble JaBIEHUS JIETYYUX IIPOLYKTOB [IeJie-
Hus (Te, Pd), okcumoB 1ie04HO3eMeNbHBIX METAJUIOB U JIaH-
TaHWIOB B ra30Boil (hase Hal CTEXMOMETPUYECCKUM YpaH-TIIy-
TOHUEBBIM MOHOHUTPUIOM, COAEPXKAIIUM IIPUMECH KUCIOPO-
na (0.032 mac% O), npu Beiropanuu 13.6% T1.a. B 3aBUCUMOCTHU
ot temneparypsl. / — BaO, 2 — Te, 3 — Pd, 4 — NdO, 5 — LaO,
6 — SrO, 7— CeO.
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Puc. 4. [TapuuaibHble TaBleHYs TPYTHOICTYIUX METAINICCKIX
MPOIYKTOB JeJICHUS B Ta30BOii (pa3e Hall CTEXMOMETPUUECCKUM
YpaH-TUTyTOHUEBBIM MOHOHUTPUAOM, CONEPXKAIIUM MPUMECh
kuciopona (0.032 mac% O) npu Beiropanuu 13.6% T1.a. B 3aBU-
cuMocTtu oT Temnepatypsl. / — Nd, 2— Mo, 3—-Y,4—Tc, 5— La,
6—Ce, 7—7r.

Ha puc. 5 npencraBieHbl mapuyManabHbie JaBJICHUS
Hutpuaos [T (NdN, LaN, CeN, YN u ZrN) B razo-
BOI1 (ha3e HajJl CTEXHMOMETPUUECKUM ypaH-TUTyTOHUEBbIM
MOHOHHUTPUIOM, COAEPXAIIUM MPUMeCh KUCIOpoIa
(0.032 mac% O) tipu BeiTOpanuu 13.6% T1.a. B 3aBUCH-
MOCTHU OT TEMIIePaTypPHI.

JlaBiaeHMs NMepBbIX YETHIpEX HUTPUIOB OJU3KU APYT
K IpyTYy, U UX MOSsIBJIeHUE B ra3oBoii (pase (maBiieHUE
6osee ~1 x 107 aT™M) HauMHaAeTCI C TEMIIEPATypPhl
~1400 K (kpuBbie I—4). PocT naBieHuil yKazaHHBIX
KOMIIOHEHTOB COCTaBJsieT 7—7.5 mopsiaka Mpu yBe-
mmueHnn temriiepatypbl 1o 2000 K. CaMbiM HU3KUM
TaBJIEHMEM, KaK cleAyeT U3 TaHHOTo rpaduka, odma-
maet ZrN: TeMmIiepaTypa IIOsSIBJIeHUS B ra30Boii ase
1700 K, a naBiernue npu temmneparype 2000 K cocraB-
nsger ~1 X 10~ arm (kpuBas 5).

AHau3 pe3ybTaTOB pacyeTOB MO3BOJISIET YCTAHO-
BUTb PsiJi 3aKOHOMEPHOCTel (popMUpOBaHUS ra30BoOi
(a3l Hax ypaH-TUIyTOHUEBHIM MOHOHUTPUIOM, COJIEp-
KalluM npumech kucaopoaa u IT1:

— TMapuyaibHBIe TaBICHUS TTYTOHUS, a TAKKe €T0
OKCHAAa W HUTPHUIA B 3aBUCHUMOCTHU OT TeMIIEPaTyphl
Ha 1—4 mopsiaka BEILIE, YeM y ypaHa (puc. 1);

— BCJIEICTBME MAJIOTO COIEP>XKaHUS TPUMECH KHUCIIO-
pola B JTaHHOW KOMMO3WUIIMU U BBICOKOTO BBITOPaHUS
B ra30Boil (pa3e OTCYTCTBYIOT AUOKCU TIYTOHUSI U A~
OKCHJI ypaHa, B OTJIMYME OT JAaHHBIX paboTHI [25], Tae
npu comepxauuu 0.12 mac% Kuciaopoma B HCXOTHOM
(Heo6yueHHoM) UN B razoBoii ¢aze oOHapyXuBaau
kak UO, tak u UO,;
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— XOJII KpMBOM NMapLUMaIbLHOTO TaBIEHUS a30Ta MOX-
HO OOBSICHUTD CJIEAYIOLIMM 00pa30oM: BCIEACTBUE BbITO-
paHUs ypaHa U TUIyTOHUSI IPOUCXOAUT CMEILIEHUE CO-
CcTaBa TOILUIMBA K BepXHeil (pa3oBoil rpaHUlIe 001aCTU
TOMOTEHHOCTHU ¥ BBITTANEHUIO 3HAYNTEITLHOTO KOJTYe-
crBa (asel U N, (15 mac% npu Beiropanuu 13.6% t.a.
u Temrepatype 900 K [29]). Takoe siBneHue HabJ10-
nmaetcs go temmeparypsl ~1400 K. IIpu 6osee BBICO-
koit Temneparype (1500 K) komnuecrso U,N, mamaer
1o 4.1 mac%, a npu 1900 K npakTuyecku paBHO HYJIIO
[29]. KpuBas nmapuuaibHOro AaBJIEHUs a30Ta, IIpUBe-
JIEHHad Ha puC. 2, moaTBepxkaaet nporecce pacnana U N,
npu temnepatypax Boie 1500 K, a orcyrcTBue pocra
ero JABJIEHUS MPU TaHHBIX TeMIIepaTypax 00yCIOBICHO
oopazoBanneM Hutpuaos I1J1: NdN, LaN, CeN u ap.,
yIEPKMBAIOIIUX a30T B TBEPIOM PacTBODE;

— u3 I1JIl HauOoAbIINM MaplUUaTbHBIM JaBICHUEM
obnagaet He3uit 1 nonuid uesus (no ~1400 K), a npu
teMIiepaTtypax 6onee 1400 K — Cs, Ba u Sr, Tak kak
nmasiaeHue Csl cHMXaeTcs BCIeNCTBUE POCTA JABJIEHUIA
nonunoB Ba u Sr (puc. 2);

— cpeay OKCUIOB MPOAYKTOB JAeJeHUsI caMmoe 00Jib-
moe gaBieHue y BaO, cpenu neryuux — y Te u Pd
(puc. 3);

— napuyajbHbI€ JaBJIEHUS TPYIHOJETYYUX METAJLIU -
yeckux [T u ux HutpunoB Ha 7—10 MoOpsIAKOB HUXKE,
yeM JIeTKoJIeTydux (puc. 2, 4 u 5);

— OCHOBHOE OTJIMYME Pe3yJIbTaTOB HACTOsIIIIel pabo-
Thl OT MOJNY4YeHHbIX B pabote [6] mis U Pu N .. 63
MpUMeCeN KUCI0poa 3aKJIIoUaeTcsl B MPUCYTCTBUMU B ra-

30BOH (1)3.36 OKCHUIHBIX KOMIIOHCHTOB KaK TOIIJIMBHBIX
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Puc. 5. INapuuanbHble TaBaeHUS TPYAHOJETYYMX HUTPUIOB Me-
TAJUTMYECKUX MPOIYKTOB JIeJIEHUsI B Ta30BOii (Da3e Hal cTeXxuome-
TPUYECKUM YPaH-ILUTyTOHUEBBIM MOHOHUTPUIOM, COMEPKAIIIM
npuMech kuciopoaa (0.032 mac% O) nipu Beiropanuu 13.6% t.a.
B 3aBucuMoOcTH oT TeMnepatypsl. I — NdN, 2 — LaN, 3 — CeN,
4—YN, 5—ZrN.
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(PuO, UO), tak u psaa nnpoaykroB aeiaenus BaO, NdO,
LaO, SrO, CeO.

YKazaHHBIE OCOOCHHOCTHU CTAaHOBSITCS CYIIIECTBEH-
HbIMU ITpu Temriepatypax Bbiiie 1000 K. Yto kacaercs
teMnepaTypsl Torima ~1700 K, To MaKCUMaJIbHBIMU
IUIST Hee 10 YPOBHIO AaBieHuit (cBoimre ~1 X 1078 atm)
SIBJISTIOTCS CJIEAYIONIEe KOMITOHEHTHI Ta30Boii ¢assl: Cs,
N,, Ba, Sr, Csl, Bal, Srl, I, BaO, Te, Pd.

ITonyyeHHbIe B HACTOsIIEH paboTe pe3yabTaThl MO-
3BOJISIIOT OLIEHUTD TeMIlepaTypHbIi TMana3oH MpUMeH -
MOCTHU HOBBIX BUIIOB SIIEPHOTO TOIUIMBA, pacCMaTpUBae-
MbIX B HacTosmiel npaktuke I'K “Pocarom™ [30].

Heob6xoguMo oTMETUTD, YTO MpUBEIEHHbIE B pabo-
Te TaHHBIC TOTIOJHSIOT CBEACHUSI 00 00pa3yoIIuXCs
B Ipouecce 00yYeHUsI HUTPUIHOTO TOTIMBA 3JIEMEH-
Tax U O XUMUYECKUX COCTMHEHUSIX, HAXOSIIUXCS B Ta-
30BOIi (hase, He MCcUEpIIbIBast BCEX BO3MOXHBIX Ha Mpak-
THUKE YCJIOBUI BCIEACTBHE KaK HETTOJTHOTHI COBPEMEH-
HBIX TEPMOIMHAMWYIECKUX TAaHHBIX, TAK M OTPAaHWICHUI
pPacyeTHBIX ITPOTrpaMM.

BbIBOJbI

1. C ucnoan3oBanuem nporpammbl ACTPA-4 BbI-
NOJIHEH TEPMOAMHAMUYECKMI aHAJIM3 COCTaBa ra30BOM
(ha3pl Ham ypaH-IUIyTOHMEBEIM HUTPUAOM, OOJTy4eHHOM
OBICTPBLIMM HENTPOHAMM, COACPKAIIUM ITPUMECH KHIC-
JIopoja U TIPOAYKTHI JieJIeHsI, B 3aBUCIMOCTH OT TeMIIe-
patypsl (900—2000 K) nmpu Beiropanuu 13.6% T.a.

2. YcraHoBIIEHO, UTO ra3oBas ¢a3a HaJl O0JIyyeH-
HBbIM ObicTpbiMU HeditpoHamu U Pu N/ O/ - co-
CTOUT U3 CIEAYIOIIUX OCHOBHBIX KOMIIOHEHTOB: IIIe-
JIOUHBIX ¥ IIeJIoOUYHO3eMeIbHbEIX MeTalioB (Cs, Ba, Sr)
U UX MOJUAOB, a30Ta U aTOMapHOI'0 Moja, jJeTyunx Te
un Pd, moHookcunoB Ba, Nd, La, Sr u Ce, TpynHoe-
tyuux metajainoB Nd, Mo, Y, Tc, La, Ce, Zr u ux Hu-
TPUIOB, 32 UCKII0UeHneM Mo u Tc, a Takke MeTaJlioB,
okcunoB 1 HuTpuaoB Puu U — Pu, PuO, PuN, U, UO,
UN. OmnpeneieHbl apiyaabHble JaBIeHUS YKa3aHHBIX
KOMITIOHEHTOB B UHTepBaje Temiiepatyp 900—2000 K.

3. Oopazosanue Hutpugos I1JI NdN, LaN, CeN
U [Ip. IPUBOIUT K OIPeIeICHHOMY YIep>KaHUO,/CBS3bI-
BaHMIO a30Ta B TBEPJOM PACTBOPE B TEMIIEPATYPHOM T~
anazoHe 1500—2000 K.

4. [Toka3aHO, YTO B UCCIEIOBAHHOM TeMIIEPaTypPHOM
JIuara3oHe HauOOJIbIIMMU MapIaIbHBIMU TaBACHUSIMU
001a1a10T ClIeayIolue KOMIIOHEHTHI ra3oBoii da3ssl: Cs,
N,, Ba, Sr, Csl, Bal, Srl, I, BaO, Te u Pd, npuyem nap-
LUaJIbHbIE JAaBJICHUS JaHHBIX KOMIIOHEHTOB Ha 2—8 1o-
PSIIKOB BHINIIE, YEM Y OCTaJIbHBIX.

BJIIATOOAPHOCTHU

PenTtreHogudpakiimoHHble U MaccC-CIIEKTPOME -
TpUYECKHE 3KCIIepUMEHTHI TIpoBeaeHbl B LIKIT @MU
N®XD PAH.

OMHAHCUPOBAHUE PAGOTDLI

Pabora BrImoHeHa B paMKax roc3agaHus MuHoOp-
Hayku P®.
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ABTOpPHI 3asIBIISTIOT 00 OTCYTCTBUM KOH(MIMWKTa
HUHTEPECOB.
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The composition of the gas phase over uranium—plutonium nitride U, ,Pu N, ;.0

020 90500.005 CONtaiNing oxygen impu-

rities and fission products after fast neutron irradiation to a burnup of 13.6% heavy atoms (h.a.) was subjected to
a thermodynamic analysis in the temperature interval 900—2000 K. In this interval, the accumulation of fission
products in the fuel leads to the formation of a multicomponent gas phase containing the following main elements
and compounds: fuel (Pu, PuO, PuN, U, UO, UN), highly volatile (Cs, N,, Ba, Sr, Csl, Bal, Srl, I), volatile
(Te, Pd, BaO, NdO, LaO, SrO, CeO), low-volatile metallic (Nd, Mo, Y, Tc, La, Ce, Zr), and low-volatile nitrides

(NdN, LaN, CeN, YN, ZrN). The partial pressures of these components of the gas phase over U ,Pu

N, .0

0.27 70.99570.005

at the 13.6% burnup as functions of temperature were calculated.

Keywords: high-temperature nuclear fuel, uranium mononitride, actinides, fission products, gas phase, partial

pressure, oxygen, temperature
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