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AHHOTauunA
Mpobnema obe3BpexuBaHNS XUOKMX pagmoakTMBHbIX 0TxodoB (MKPO) sBnseTcs OgHOM M3 KIYEBbIX B SAEPHOM
aHepreTvike. MccriegosaHa MMMOGWMIM3ALMS BLICOKOAKTUBHOTO paavoHyknupa '¥Cs B kepamudeckue Matpulibl
Ha ocHoBe Ueonuta NaY, npeaBapuTenbHO HacbILEHHOrO Lie3nem. CpaBHMBaNUCh YeTbipe MeToaa KOHConMaaumm:
XOriogHOe npeccoBaHue ¢ nocnegytowmm crekaHmem (CPS), CPS ¢ mukpoBonHoBbiM HarpesoM (MW), ropsiyee
npeccoBanue (HP) n nckpoeoe nnasmeHHoe criekanue (SPS). YctaHosneHo, 4yto metog SPS npu 1 000 °C 1 BpemeHn
BbIAEPXKKM 5 MUH MO3BONSIET NOMYYUTb KEPaMMKy C HauBbICLUMMUN (DYHKLUMOHAMNBbHBIMU XapaKkTepucTMKaMun: CKOPOCTb
BbllLenayneaHus noHos Cs* cocrasuna 2,3-108 r/(cm?-cyT), Mukpoteepaoct — 619 HV, nnotHocTs — 2,721 r/em3.
Bbicokne nokasaTtenu obycrnosrneHbl (hOPMUPOBAHNEM OAHOPOAHOW MENKO3EPHUCTON CTPYKTYPbI C U3OCTPYKTYPHBLIMU
dasamu nonnyumta CsAlSiOs n HedbennHa NasAlsSisO1s Kybuyeckon cuHroHnn. Metog HP Taioke nokasan cokpalleHne
BpemeHn obpaboTkn 40 5 MWUH M BbICOKYIO MUKpoTBepaocTb (587 HV), ogHako CKOpOCTb BbillenayvBaHus Obina
Ha fBa nopsigka Bbiwe. Metoabl CPS n MW He npvBenu K 3HauMTenbHOMY YIydLLIEHWIO CBOMCTB MO CpaBHEHMIO ¢ SPS.
Mony4yeHHble SPS-kepaMukn COOTBETCTBYIOT TpeboBaHNAM MexayHapoaHoro ctaHaapTa 1ISO 6961:1982.

KnioueBble cnoBa:
ueonut NaY, paguoHyknug Lesus-137, antoMocunukaTHble MaTpuLbl, UMMOOUNN3auUns, NICKPOBOE NNa3mMeHHoe
crekaHue, CKOpPOCTb BbilenaynBaHus

®duHaHcupoBaHue:
CMHTE3 MaTepuaroB, CKPOBOE MMAa3MEHHOE CrEeKaHMe KepaMuKu 1 UCCMNeOoBaHUst CTPYKTYPHBIX M OyHKLMOHAMbHbBIX
CBONCTB ObInin BbINOSIHEHbI B paMKax rocy4apCTBEHHOro 3agannst MuHnCTepcTBa Haykm U BbicLiero obpasoBaHus
Poccuiickon depepaumm no teme Ne FZNS-2023-0003.
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Abstract
The problem of liquid radioactive waste (LRW) treatment is a key challenge in nuclear energy. This work investigates
the immobilization of the high-activity radionuclide '3’Cs in ceramic matrices based on cesium-saturated NaY zeolite.
Four consolidation methods were compared: cold pressing and sintering (CPS), CPS with microwave heating (MW),
hot pressing (HP), and spark plasma sintering (SPS). It was found that the SPS method at 1000 °C and a holding time
of 5 min makes it possible to obtain ceramics with the highest functional characteristics: the leaching rate of Cs* ions
was 2.3-10® g/(cm?-day), microhardness — 619 HV, density — 2.721 g/cm?®. The high performance is due to the formation
of a homogeneous fine-grained structure with isostructural phases of pollucite CsAlSiO, and nepheline NagAl,Si,O;g
of cubic syngony. The HP method also showed a reduction in processing time to 5 min and high microhardness (587 HV),
but the leaching rate was two orders of magnitude higher. CPS and MW methods did not lead to a significant improvement
in properties compared to SPS. The obtained SPS ceramics meet the requirements of the international standard
ISO 6961:1982.
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Beenenue

Paguonyknuz *’Cs sBisgercs oqHUM U3 HauOoJIee ONacHbIX KoMIoHeHToB JKPO H3-3a €ro JIUTEIBHOTO
neproxa moypactaza (30,17 1et), BRICOKOH yAeTbHOM aKTHBHOCTH M BBICOKOM SKOJIOTHYECKOU ITOABYKHOCTH
[1; 2]. Oganm w3 Hambomee 3¢ (HEKTUBHBIX METOM0B (HHAIBHOTO OOpamleHHs C TaKUMH OTXOIaMH
SIBJIICTCSL UX UMMOOWIM3AIINS B CTOWKHME Kepamuueckue MaTpullsl [3; 4]. Lleonutel, B yactHocTH NaY Tuma
(hoka3uT, SBIAIOTCS MEPCIEKTUBHBIMU COPOEHTaMU-IIPEKYPCOpaMH U1l IMMOOWIN3AMK Le3usl Oyaromapst
BBICOKOH COPOITMOHHOW €MKOCTH M CIOCOOHOCTH TpU TepMooOpaboTKe TpaHC(HOpPMHUPOBATHECS B MPOYHBIE
alroMocwiIuKatHeie (asbl, Takue kak nourynut (CsAlSiO4) u Hedennn (NaAlSiO,) [5; 6]. OnHako cBoiicTBa
KOHEYHOTO KEpPaMHU4eCKOro MPOJYKTa KPUTHYECKH 3aBUCSAT OT METOAa KOHCOJHJAIMU IMOPOIIKOBOTO
npekypcopa. B manHoi paboTe MpOBENCHO CPaBHUTENBHOE HMCCIIENOBAHME BIHMSHUS PA3IHMYHBIX METOHOB
cnekanus (CPS, MW, HP, SPS) Ha ¢a3oBblil cocTaB, MUKPOCTPYKTYPY, (PH3UKO-MEXaHUYECKUE CBOWCTBA
U TUAPOJUTUYECKYIO CTOWKOCTh KEpaMHUYECKHX MaTpPHI] Ha OCHOBE 11eonuTa NaY, HaChIIIEHHOTO TIe3HeM.

MarepuaJibl U METOABI

Hanopazmepuslit mopomok neonuta NaY ObU1 CHHTE3UpPOBaH THIpOTEpMaIbHBIM MeTotoM tipu 110 °C
[7]. Hacslenue 1ie3neM npoBoawin U3 MoaeiabHoro pacrsopa NaCl (5 /i) B Teuenue 24 4. KoHnconmumanuio
mpoBoAMaN 4eThipbMst MeTogamu: 1) CPS — xomomnoe mpeccoBanme mpu 200 Mlla ¢ mocnemyrommm
cnekanneMm B MydenbHoi meun npu 1 000 °C B tewenme 1-5 u; 2) MW — XonogHOe mpeccoBaHUE
nipu 200 MITa ¢ nmocnemyrorm MukpoBosHOBbIM criekanueM nipu 1 000 °C B teuenue 0,5-1 4; 3) HP — ropsuee
npeccoBanue B rpadutoBoii npecc-popme npu 1 000 °C, 57,3 MIla, 5 mun; 4) SPS — nckpoBoe ma3mMeHHOE
cnekanue B yctaHoBke SPS-515S mpu 800—-1 000 °C, 57,3 MIla, 5 mus.

®dazoBblii cocTaB m3ydanu Ha audpaktomerpe Bruker D8 Advance, mMopdoioruio U 3jI€MEHTHBIN
COCTaB — Ha CKaHUpYMLEeM 3JeKTpoHHOM Mukpockomne Carl Zeiss Ultra 55 ¢ EDX-ananmuszatopom.
MuxkpoTeepaocts u3Mepsii 1o Bukkepey (Shimadzu HMV-G-FA-D), npoynocTts Ha cxxaTre — Ha YHUBEPCAILHON
ucrbiTatenbHol MammHe (Shimadzu AG-X plus). McTHHHYIO TUIOTHOCTH ONPEACTSUIN THAPOCTATUIECKAM
B3BCIIMBAHUEM. [ HIPOJUTHYECKYIO CTOWKOCTh OIIEHMBAIM TI0 CKOPOCTH BbIleiaunBaHus HOHOB Cs*
B JUCTWIMPOBAHHOM BOJE B COOTBETCTBUU cO cTanaapToM ISO 6961:1982.

Pe3yabTaThl M 00CyKIEHHE
[lopomok mneonura NaY mnpeacraBieH ariaoMeparamu  pasmepoMm  0,5-1 MKM, cocTosSIIKMMHU
U3 MepBUYHBIX cdepuueckux dvactun pasmepoMm 2040 um (puc. 1). In situ XRD-ananus mnoxaszai,
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YTO TEPMUYECKOE PA3JIOKEHUE IICONUTHON (Pa3hl M KpHUCTALTU3aIuUs IeNeBbIX (a3 MoJLTyluTa U HedenrnHa
HauyuHaetcs Beiie 400 °C u 3aBepmaercs mpu 900—1 000 °C.

Puc. 1. TEM-mukpodororpadguu ncXoaHOTO OpoIKa Heonnuta NaY

HawuGonb1ras 3¢ ¢eKTHBHOCTh KOHCOMAAIMu octTurayta MeronoM SPS nipu 1 000 °C. Penrrenoga3oBbiii
aHaJIM3 ToKa3aJl 00pa3oBaHue M30CTPYKTYpHBIX (a3 nouryrura CsAISiO4 (ky0.) u Hedennna NagAlsSisOis
(xy6.) (puc. 2). SEM-ananu3 mnoarBepams (GOpMHUPOBaHME IUIOTHOH, OZHOPOJHOHM, MEJKO3EPHUCTOH
CTPYKTYpPHI 0€3 BUIUMBIX JIe(DEKTOB U paBHOMEpHOE pacmpeeienue 3aemMenToB Cs u Na (puc. 3).
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Puc. 3. SEM-uzo6paxxenne n EDX-kapTsl pacnpeeneHus 3J1eMeHTOB
Juist 06pasua, noxydeHHoro merogom SPS npu 900 °C

Jst 00pasiios, ony4eHHbIXx Metogamu CPS 1 MW, xapakTepHo HaJlMuue TeKcaroHalTbHOU (asbl HedennHa
NaAlSiOqs, kpucTarmuyeckas pererka KOTOpoi OTIMYAeTCsl OT KyOMYeCKOH PeIeTKH MOJUTYLUTa, YTO TPHUBOIUT
K BO3HMKHOBCHHIO MHKPOHAIPSDKEHWH, Je(EeKTOB Ha TpaHHUIAX 3epeH M HEOJHOPOIHOCTH PaCIIpeeICHUS
aneMeHToB. Metoa HP nmo3Boniin nomy4nTs aMophHYIO MM HU3KOKPUCTAJUTHYECKYIO CTPYKTYPY C OTHOCUTEIBEHO
OJIHOPOIHOM TIOBEPXHOCTHIO, HO € CAMOMN HU3KOW MCTUHHOM IUIOTHOCTHIO (2,020 r/em?).
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CpaBHeHHE (HBUKO-XIMHYECKUX CBOMCTB (TabNHIA) NEMOHCTPUPYET SIBHOE MPEUMYIECTBO MeToma SPS.
Cxopoctp BblmenaunBanuss noHOB Cs* w3 SPS-kepamMuku Ha 1Ba TOpsAKa HIDKE, YeM Yy 00pasIioB,
MOJTyYEHHBIX IPYTUMH METOJIaMH, U COOTBETCTBYET CaMbIM CTPOTUM MEKIYHAPOIHBIM TPEOOBAHUSM.

CpaBHHUTENBHBIEC XapaKTEPUCTUKU KEPAMUUYECKUX MaTPHILL, OJy4EeHHBIX pa3HbIMU MeTofamu mipu 1 000 °C

Merton Bpewmsi, mun ITnotHOCTS, I/cM? Mukpotseprocts, HV R(Cs"), r/(cm?-cyT)
SPS 5 2,721 619 2,3:1078
HP 5 2,020 587 2,1:107°
CPS 60 2,655 479 1,8-107°
MW 60 2,649 385 1,6-107°
3akia0ueHue

[IpoBenenHoe mccieoBaHne AEMOHCTPUPYET, YTO UCKPOBOE IIazMeHHoe crekanue (SPS) sBnsercs
HanbOonee 3((HEeKTHBHBIM METOJOM KOHCONHIAINH KepaMUYECKHX MaTpHWIl HAa OCHOBe meonuta NaY mms
nmmMobm3aimn *’Cs. BhICOKHE CKOPOCTH HArpeBa U NPUIOKEHHOE JABJIEHHE TTO3BOJAIOT 3a 5 Mus mpu 900 °C
HOJYYHUTh BEICOKOIUIOTHBIH (2,721 r/cm?®), mpounsiii (619 HV) 1 MCKIIOYUTETBHO CTOMKKH K BBIIIEIaYUBAHUIO
(2,3-10*r/(cM?-cyT)) MaTepHan ¢ OAHOPOAHOM MEIKO3EPHUCTON MHUKPOCTPYKTYpoit. KiroueBbiM (akTopom
sIBIISIeTCST (pa30oBOe TpeBpaiieHue Hedennaa B Kyondeckyro moaupukanmro NagAlsSisO1s, H30CTPYKTYPHYIO
MOJITYIIUTY, YTO MUHUMHU3UPYET BHYTPEHHHUE HanpsbkeHus U nedektrl. ['opsiaee mpeccoBanue (HP) sBnsercs
KOMIIPOMHUCCHBIM METOJOM, 3HAYMTENFHO COKpallaloluM BpeMsi 00paboTku, HO ycTynamomum SPS
M0 TUAPOIUTHYECKOH croiikocTu. Tpamunmonnoe crnekanue (CPS) u mukpoBosHOBBIH Harpe (MW)
HE MOKa3aJIM 3HAYUTEIILHBIX TPEUMYIIECTB JIJIS pellieHus JaHHOW 3amaun. Takum oO6pazoM, SPS-TexHomorus
ABJISICTCA HpeI[HO‘lTPITCJ'IBHOfI JJIA CO3aaHuA BI)ICOKOCT216I/IJ'H)HLIX KEepaMHUYCCKUX q)OpM I HaJCKHOI'O
JIOJITOBPEMEHHOT0 3aXOPOHEHHS PAJUOAKTHBHBIX OTXOJIOB.
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