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CHHTe3MpoBaH P/l KaTaIM3aTOPOB HAa OCHOBE OKCHIA LiepHs IJIS MCCJIE[OBaHMs Ipolecca IUIa3MEeHHO-KaTalll-
Traeckoro pasnoxeruss CO, B OGapbepHOM paspsiie. BriepBble mpoBeneHO CpaBHEHHE OKCHIHOTO KaTajan3aTopa
MgCe—Al ¢ obpasiiamu, cofepKallliMHi TOJIBKO OKCHJ| LlepHsl WJIM OKCHJl MarHus B COCTaBe. YCTaHOBJICHO, YTO B
npucytcteun obpasna MgCe—Al pocturaorcst Hanbosiee BBICOKHE cTeneHb pasnoxeHus CO, U sHepreTmdeckas

a¢dexTHBHOCTD HporEecca.
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aue CO;.
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BolcTpopactymee mnoTpebsieHHe HCKONIAeMOro TOIJIMBA
NPUBOIUAT K IOCTOSTHHOMY YBEJIMYCHHIO BHIOPOCOB YTJie-
KUCJIOTO Ta3a, KOTOPBI CUYMTAaeTCd OJHUM M3 OCHOBHBIX
(haxTOpOB, 00YCIIOBIMBAIONIMX IJI00aJbHOE MOTEIUICHHE Ha
3emse. B Hacrosimee Bpems pa3pabaThIBalOTCH pas3yiny-
Hble CTpATEerud, HANpPaBJICHHbIC Ha YCTPAaHEHHE OTXOIOB
CO, BMecTo ero BbiOpoca B atMmocgepy. OnHuUM U3 IIy-
Teil pemeHuss mpoOsieMsl sBisgeTcs: ncnosp3oBanne CO;
B KauecTBE MCXOOHOI'O CHIPbSl [JI IOJIYYEHHs IOJIe3HBIX
MPOIYKTOB, B YACTHOCTH JJIsi TNPOMBIIIJICHHOTO IPOU3-
BOJICTBa CHUHTETHYECKUX TOIUIMB U XUMHYECKHX IPOIYK-
ToB [1-5].

HuskoremneparypHas mia3sMa o0JlagaeT psaoM MpeuMy-
ImecTB A nporeccoB pasiiokeHuss CO;: HepaBHOBECHBIN
XapakTep, HU3KUE 3aTpPaThl SHEPIUM WM YHHUKAJbHAs CIO-
COOHOCTb MHHUIIMMPOBATh XUMHYECKHE PEaKLU IPH HU3KUX
Temmneparypax [6,7]. Vcmonb3oBanne GapbepHOro paspsiga
s pasnoxenuss CO, umeeT psn NPEUMYINECTB, TaKHX
KaK IMPOCTOTa KOHCTPYKLHH, BO3MOXKHOCTb pabOTaTh MpU
aTMOC(GEpHOM J[aBJICHHH U BO3MOXKHOCTb MCIIOJIb30BaTh
IMAJICKTPUYECKYIO (KATaIUTUYECKYI0) HAOMBKY B PeakTop,
IJIS1 YJIY4YIIEHUs] SHepreTH4eckoil 3(p¢eKTuBHOCTH Ipolec-
ca [8].

Merton mia3MeHHoO-KaTauTH4deckoro pasioxeHus CO;
OCHOBaH Ha WCIOJIBb30BaHUM JJICKTPUUYCCKUX PaspsigoB U
KaTaJIUTUYECKUX MaTepPUalioB M IO3BOJISIET COBMECTHUTH
NPerMYIIEeCTBa KaTaJIUTHISCKOTO H IUIa3MEHHOTO METOIOB
pasnoxennsi CO, [9,10]. BsanmopeiicTBrE 3JIEKTPUYECKOTO
TIOJIS C TPaHYJIAMHU, KOTOPBIMH HAIIOJIHEH PeakTop, IPUBOIHT
K TOMY, 4TO B 3aBHCHMOCTH OT (POpMBI, IOPHUCTOCTH U
AMRJICKTPIYECKOI MPOHNIIAEMOCTH I'PaHyJT JIOKAJIBHOE AJICK-
TPUYECKOE IOJI¢ CTaHOBUTCS HEOTHOPONHBIM M OOJIBIINM,
4eM BHEIIHee mpuioxkeHHoe mose [9]). W3 maHHBIX Jjare-
paTypbl HM3BECTHO, YTO MJIs IUIa3MEHHO-KaTaJIUTHYECKOTO
nponecca paznoxkernsi CO, TEpPCTIEKTUBHBIMA KOMIIOHCH-

TaMU TETEPOreHHbIX KAaTAIUTHYECKUX CHCTeM SBJIAIOTCS
OKCHJIBI IIeJIOYHO-3eMesbHEIX MeTauioB (CaO, MgO), a
TaKKe OKCHIBl METasuIoB, oOJajaiomuye KHUCIOPOTHBIMU
Bakancusimu (CeO,) [11]. Mcrnosnb3oBaHne OTHOBPEMEHHO
000MX THUIIOB OKCHUJIOB B COCTaBe KaTaju3aropa [0 Ha-
CTOSIIICTO BPEMEHH B JINTEpaType He omucaHo. Beenmenue
TaKUX MaTEepPUaJIOB B IJIA3MOXUMUYECKUIH pPEaKkTop MO3BO-
JISIeT CYIIECTBEHHO IMOBBICUTH KoHBepchioo CO, u yBenm-
YUTh SHEPreTHYECcKylo 3(P(EKTUBHOCTh MJIa3MEHHOIO IPO-
necca [8,11].

B nHacrosmmeit pabote mccmenoBanock pasioxenne CO;
B OapbepHOM paspsge Hpd aTMOCGEpHOM [aBJICHUH B
MIPUCYTCTBUM KaTajan3aTopoB. [paHysbl KaTanM3aTopa 1 Ke-
paMu4ecKye MapuKy HCIOJIb30BAIUCH B KaUueCTBE 3aIlOJIHHU-
TeJIS PeaKTopa U UCCIICIOBAHUS MX BIIMSHHUS Ha CTCIICHb
PasJIoKEHNs U SHEPreTH4ecKyo 3(¢GEeKTUBHOCTD Iponecca
pasmoxernnss CO,;.

OkcriepuMeHTaIbHasi ycTaHoBKa (puc. 1) cocrout u3 pe-
aKTOpa, UICTOYHMKA BHICOKOTO HANPSKEHHs], CHCTEMBI HaITyc-
Ka rasa, xpomarorpada M OBYXKaHAJIBHOTO ocIyuIorpada.
Pacxon CO; KOHTpoIMpOBajcid MacCOBBIM PacXOZOMEPOM
PPI'-20 (,,2nrounpubop®, Poccus) u paussicst 17 cm’/min.
B kadecTBe MCTOYHHMKA MUTaHHSI HCIIOJIB30BAJICS HCTOY-
HHUK CHHYCOMJIQJIbHOTO BBICOKOTO HANPSDKEHHS C 4acTOTOU
23 kHz. DnexkTpuyecknii curHaJI BRIBOMIUICS Ha Iu(poBoit
ocuutorpag (Tekronix TDS 2021), mommuocTh paspsina
ObLTa MMOJIyYeHa MyTeM pacueTa miomann ¢uryp Jluccaxy
B peaJbHOM BpPEMeHH (IOrPEeNIHOCTh M3MEPEHHST MOIIHO-
ctu £20%). Tazoo6pasusie mpoxyktel peakunu (CO,, CO,
O,) ompenensiii Ha MOPTATHBHOM 'a30BOM Xpomarorpade
¢ obparnoil mpoxyskoit ITMA (HII® MOBOMC, Poccus),
OCHAIICHHOM IETEeKTOPOM IO TeMJIONPOBONHOCTH, C HBY-
Msl XpoMmarorpauueckuMu KOJIOHKaMH C ancopOeHTamu
Hayesep N u monekynsapasiMu cutamu 13F. B kauectBe
ra3a-HOCUTEJIS UCIIOJIb30BAJICS APTOH BBICIIETO COPTa C MPo-
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Puc. 1. Cxema 3KCIIepUMEHTAIBHOM YCTaHOBKH.

DU3HKO-XMMHYCCKUC XapPaKTEPUCTHKH CUHTC3UPOBAHHBIX KaTaIN3aTOPOB

HaumeHoBaHme XapakTepuCTUKU TOBEPXHOCTU ConepxaHue OKCHIOB, mass%o
obOpasiia Sger, m?/g Vpore, m*/g dpore, NM AlLO; MgO CeO, SiO,
Al O3 202 0.50 8.6 99.0 — — 1.0
Ce—Al 190 043 8.5 88.7 — 10.5 0.8
Mg—Al 181 043 8.1 87.2 12 — 0.8
MgCe—Al 161 0.33 7.6 75.7 11.8 11.7 0.8
IMpumevyanue. Sggyr — ylesbHasI IUIOMIAIb HOBEPXHOCTH, H3MepeHHas o Moxes BOT (Bpynayspa, Dmmera, Tesutepa), Vpore — 00beM 110p, dpore —

AnMaMeTp Top.

LHEeHTHbIM coniepskanueM 99.993%. [TorpemHocts n3MepeHus
KOHILIEHTPALMII Ta30BBIX MIPORYKTOB +5%.

Peaxtop npencrasiis cooil KBapLeBylo TpyOKy ¢ BHelI-
HUM AuaMeTpoM 16 mm U TOMIMHONM CTeHOK 2mm. B ka-
YeCcTBE BHYTPCHHETO JJICKTPONA PEaKTOpa HCIIOIb30BajICs
CTaJIbHOM CTEp)KCHb IWAMETPOM § mm C BHHTOBOM Hapes-
koit (M8). BHemHnM 3a3eMJICHHBIM 3JIEKTPOIOM SIBJISLIACH
CTaJIbHasi CETKa, IIOMCINCHHAs Ha BHEIIHIOK MOBEPXHOCTb
TpyOku (munHa siekTpona 8 cm). MeK3JIeKTPOIHEIA 3a30p
6611 4 mm. KaranmsaTopsl pasMeIanich B pa3psiiHOM IIpo-
MEXyTKe U (PUKCHPOBAJIMCh MUHEPAJIbHON BaTOMU, IOMEIIEH-
HOH BHE pa3psmaHON 00JIacTH.

Hnst mccnenoBanms mporecca pasimoxerns CO, B 0Oa-
PBEPHOM pa3psiic B IPHCYTCTBHU KaTaIN3aTOPOB ObLIH
CHHTE3MpPOBaHbl 00pasiel, conepxkamme MgO u CeO,, Ha-
HEeCCHHBIC Ha WMHEpTHbII Hocuteslb — AlO; (dpakuus
0.63—1.00 mm). O6pasibl CHHTE3UPOBAIUCH METOIOM IPO-
mutku Hocurens conamu Mg(CH,COO), - 4H,O (Bekron,
x1) u Ce(NO;); - 6H,O (OO0 ,lentp Texnomorwmii Jlan-
TaH“, X4) C HOCJIEAYIOMIM IPOKAIMBAHIEM IIPU TEMIIEpa-
type 400°C B Teuenme 3h, B pe3ysprare KOTOpOro oo-
Pa30BBIBAIUCH COOTBETCTBYIOLIME OKCHAbl MeTaysioB. CHH-
Te3UPOBaHHbIE KAaTaJIM3aTOPhl XapaKTePHU30BaIUCh BBICOKOM
BEJINYMHOM YIENIBHOM MOBEPXHOCTH (CM. TabJuIly), MpH Ha-
HECEHUH OKCHIOB METaJUIOB XapaKTepPUCTHKU MOBEPXHOCTU
CHMJKQJIUCh, YTO CBSI3aHO C YaCTUYHBIM OJIOKHMPOBAHHEM ITOP
HOCHTEJIS.
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PacyeT noryiomeHHOH MOIHOCTH IPOU3BOAMIICA 10 (Op-
MyJie

to+7

P=fw=f /u(t)i(t)dt

T
to*i

to+3
= fC, / u(t)due(t) = fCpA, (1)

to— T
e Uu(t) — npuioxkeHHOe Hampsbkenue, i(t) — TOK,
HpOTEKAIOIIMil Yepe3 peaktop, Ug(t) — HampspkeHHe Ha
000MX KOHI[@X BHELIHEro KOH/IeHCcaTopa, T — Mepuon
HPHJIOKEHHOTO HanpsbkeHus, f — dacroTa mpusoxeHHOro
Hanpsbkenus, C, — 3HaueHHMe BHENHell eMKocTH, A —

mwiomans ¢urypel Jlnccaxy. [lormomennas B paspsiae MoII-
HOCTh Haxomwiachk B mpenenax 5—10W. Hampsokenuwe Ha
paspse ¥ TOK pa3psia U3MEPsUIUCh C TIOMOIIbI0 EMKOCTHBIX
JEIUTEIICH.

Conep:kaHre Ta30B O U IOCJIC PEAKIMH ONPENesIsiIoch
€ IIOMOIBIO Ta30Boro xpomarorpada. CreneHp pasjioKeHus
a [%)] CO, cuntanack no mporeHtHOMy cofepxanmnio CO B
OpPOIyKTax. DHepreTudeckas 3pdeKTUBHOCTS 1) %] peakuu-
OHHOT'O IPOIIECCa PACCUYUTHIBAIACH TT0 (hopMyJie

G2 AHY)
_ ag, 5 298K | 100%’ (2)
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Puc. 2. Crenenp pasnoxenns CO, B GapbepHOM paspsiic B 3a-
BUCHMOCTH OT HAIlOJIHCHUs peakTopa. No cat. — IyCTOH peakTop,
Beads — HamonHeHue peakTopa MIAapHKaMy 0e3 KaTaan3aTopa.
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Puc. 3. 3aBucnMoCTH MOTJIOMEHHO MOIHOCTH 1 SHEPreTHISCKOM
3¢}eKTHBHOCTH OT HANIOJIHEHUS] PEaKTOpa.

rue Gﬁ]Oz — ckopoctp momaun CO; [mol/s] Ha BxOIE,
AH(2)98K sHTanbUs paspeiBa cBa3u C=O, paBHas
283 kJ/mol [11].

Ha puc. 2 npencraiieHBl 3aBUCUMOCTH CTETICHU pa3Jioxke-
HIA CO; OT HalOJHUTENS PeaKkTopa.

OKCHEeprUMEHTHI Il BCEX HAIIOJIHUTEJICH peakTopa Ipo-
BomwIMCh npu HampsokeHmu SkV. Ha puc. 3 mokasaHbl
3aBHCHUMOCTH IIOIVIOIIEHHOW MOIIHOCTH M SHEPreTUYecKon
3¢ PEeKTUBHOCTH OT HAIIOJIHEHHS PEaKTopa.

Kax crenyeT W3 HOJIy4eHHBIX Pe3yJIbTaTOB, HAMITYYIINC
IIOKa3aTeNy MpoLecca JOCTUIaIOTCs MIPU HCIIOJIb30BAaHUM Ka-
tamu3aTopa MgCe—Al Tax, npu BBeIeHUN TaHHOTO 00pa3-
I1a B IUIa3MOXMMHYECKHI PEaKTop AOCTUIaeTCs YBEJIMYCHUE
crerienn pasnoxkerus: CO, ¢ 11 mo 18.6%. Mcnonp3oBanue
WHEPTHBIX KePAMIUYECKUX [IAPUKOB B KAUECTBE 3aIIOJTHATEIS
IPUBOAUT JIMIIb K HE3HAUUTEJIbHOMY IOBBIICHUIO CTEIICHU
pasnoxenus: CO,, Oosiee CylecTBeHHOE BJIUSHUE Ha JHUCCO-
mrario CO, OKa3pIBAIOT IEPHICOMIEpKAIe KaTaIn3aTOPhI
Ha OCHOBE OKCHJAa AJTIOMHUHHUS. DTO MOXKET OBITH OOBSICHCHO
HaJIMYMeM KUCJIOPOIOHBIX BakaHCHHl B (ha3e OoKcupa Lepusd,
KoTOopble crnocobcTByOT afcopbimu CO, Ha MOBEPXHOCTU
KaTaJM3aTopa ¢ HocyenynomumM paspseBoM cBs3u C=0O nop
BO3IEHCTBIEM BBICOKOHEPIETHICCKIX JICKTPOHOB IIJIa3MBl.

B pabore BHepBble NPUBOAUTCS CPABHEHHE MBOWMHBIX
okcuiHbBIX KaTanmsatopoB MgCe—Al ¢ obpasuamu, co-
JepkalMu HaHeceHHble Ha Al,O3 OKCHIBI MarHusi WJd
nepus, B nporecce pasyoxenuss CO, B 6apbepHOM paspsze.
B npucyrctBun obpasua MgCe—Al gocturaercs yBenude-
Hue crenenn pasyoxkeHns CO, ¢ 11 mo 18.6%, a Taxxke
PE3Ko MOBBINIAeTCA 3HepreTudeckas 3(¢GEKTUBHOCTb MPO-
necca. JlaHHble 3aKOHOMEpPHOCTH BBIABJIAIOT IEPCIEKTHB-
HOCTb HCIIOJIb30BaHMSA KAaTaJIu3aTOPOB Ha OCHOBE IBOMHBIX
OKCHIHBIX cHCTeM. Takue cucTeMBl IPEACTaBIISIOT HHTEPEC
IUTA TAJTbHEHINETO MCCIICIOBAHUS.
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