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KopucHa mogenb HanexuTb OO0 HiKeneBMICHWX KaTani3aTopiB KOHBepCii NerkMx BYrneBOAHIB
(30Kkpema mMeTaHy) y MOHOOKCW, BYrfeLo Ta BOAEHb 3a Y4acTi Pi3HMX OKUCHUKIB: giokcuay ByrneLto,
BOOSHOI Napu Ta KUCHIO.

PiBeHb TexHiku

3a3Bnyan AN OTPUMaHHS CUMHTE3-ra3y Ta BOAHIO 3 BYINIEBOAHIB BMKOPUCTOBYIOTb BOASAHY napy,
aiokeup Byrneuto abo ixHo cymiw. MNMpy UbOMY ANSt KOXHOIO OKUCHMKA PO3pOobIieHi CBOI KaTaniTUYHI
cuctemu.

TunosumMM NnpouecaMmu OTPUMaHHA CUHTE3-rasy 3 MeTaHy € napoBuii puddOPMIHr, BYrEKUCIOTHUN,
napuianbHe OKUCHEHHS Ta aBTOTEPMIYHUI PUGOPMIHT 3 BUKOPUCTAHHSIM AEKINbKOX OKUCHUKIB.

MapoBuin pudopmiHr MeTaHy npoxoamtb 3a Cxemow 1, B SKOCTi kaTanisatopis 3a3Bu4an
BMKOPUCTOBYIOTb HIKENEBMICHI KaTaniTu4Hi cuctemm.

Cxewma 1.

CH, + H,O = CO+3H,, dH®,95 = +206 k[x/mMOnb.

[es3akTuBadisa katanizatopa, sika BianbyBaeTbCca Yepes 3aByrneLoBaHHs Kkatanisatopa, € CyTTEBOIO
npobnemoto napoBoro pudopMiHry. B npommncnoBocTi 1i BUPIWLYOTb 3a paxyHOK BESIMKOro HaasfmLIKy
BOAAHOI nMapu Hag meTaHom (2,5-3 pasn), WO YCKMNagHKE TEXHONOrMYHMI npouec Ta 30inbluye
cobiBapTicTb NpoaykTy Ta He O03BONsie BapitoBaTu chniBBigHoweHHAM H,:CO, wo 3Ha4yHO obMmexye
MOXITMBOCTi BMKOPUCTaHHA CWHTe3-rasy. Bupiwmntn npobnemy 3aByrneuloBaHHS HamaralTbes
BapitoBaHHAM CKraay kaTtarnisatopa.

MigBuweHy CTiRKICTb [0  3aByrfneuloBaHHS, B MNOPIBHAHHI 3 TpaguuiiHM  HiKenesum
Katanisatopom, 3ageknapoBaHo Yy nateHTi US4026823 pgnsa HikeneBmicHOro kaTanisatopa,
HaHEeCEHOro Ha OKCUA UMPKOHIl0 3 A0AaBaHHAM kobanbTy. ABTOPM MOB'A3YI0Th NiABULLEHY CTINKICTb 40
YTBOPEHHS BYINELU0 CMHEPTiYHMM €dDEeKTOM Hikento i KobanbTy, HAHECEHUX HA OKCUA LIMPKOHIIO, STKUR
He yTBOpIOE LWMiHENb 3 okcugamu nepexigHux metanis. B nateHtax US4297205 ta US4240934
onucaHi kartanizatopy Ansa pudOpMiHTy BYINEBOAHIB Ha OCHOBI ipuAild, HAaHECEHOro Ha oKcugu
LIMPKOHIO Ta antoMiHito.

ByrnekucrnotHa koHBepcis MeTaHy BigbOyBaeTbcsi 3a Cxemoro 2. 3asBuyan peanisyloTb Ha
HikeneBMICHMX KaTarnisaTopax Ta KaTanizatopax Ha OCHOBi GraropogHux MeTarnis.

Cxema 2.

CH4 + CO,=2CO0 + 2H,, dH®,9g = +247,3 k[Ix/M0nb

CuHTes-ra3 3 BUCOKMM BMIiCTOM MOHOOKCMAOY BYrNeuo MOXHa OoTpumMaTtu y npoueci
BYIMEKUCIIOTHOrO pudpopMiHry metaHy. OTpuMaHunm cuHTes-ra3 Moxe OyTn BUKOPUCTaHUA Ans
CUHTE3y amMmeTumnoBoro eduipy. MNMpoTe yepes cyTTeBe 3aByrneLoBaHHA KaTanidatopa Ansi cTtabineHoi
po60TK y MpOLECi BYIMEKNCNOTHOMO pUOPMIHTY BUKOPWUCTOBYIOTb KaTamnisaTopy Ha OCHOBi AOPOrux
6naropogHux metanis. Hanpuknag, B nateHti US5068057 onucaHo katanizatopu Pt/Al,O; Ta
Pd/Al,O3. B 3assui WO 92/11199 3a3HayeHo, WO kaTanisaTopy Ha OCHOBI TakMx GnaropogHux
MeTarniB sk ipuain, poain Ta pyTeHiin, HaHeCeHi Ha oKcua arnoMiHilo MalTb AyXe BUCOKY akTUBHICTb Ta
ctabinbHicTb pobotu. MpoTe, Nopsia 3i CBOEK BUCOKOK aKTUBHICTIO Ta CTIMKICTIO OO BiAKNageHHs
BYIFELl0, KaTanisaTtopy Ha OCHOBi OraropogHuUx MeTaniB € HaaATo LOPOrMMMW ANst BUKOPUCTaHHS y
NPOMMCNOBNX MacluTabax, MOpPiBHIOKYM 3 HIKENEBMICHUMM KaTanizaTopamu.

YmncneHHi gocnigkeHHs 6yny npucBsYeHi NoLWyKy BinbLu AeLleBux HikeneBMICHMX KaTanisaTtopis 3
[OCTaTHBOI aKTUBHICTIO Ta CTabinbHICTIO pobOTY y NpoLeci BYrnNeKUCITOTHOI KOHBEPCIT BYTNEBOAHIB.

B anoHcekin nateHTHIN 3aaBui Ne11-276893 onucyeTbcsi npouec BYrNeKUCNOTHOro pudbOopMiHry
ankaHiB B MPMCYTHOCTI KaTanidatopa Ha OCHOBI rigpoTanbuuTy 3 HaHeceHumu O6naropoaHMMM
meTtanamu (Rh, Pd, Ru) Ta nepexighnmn metanamu (Ni) sk chniBakTMBHOrO KomnoHeHTa. [lpoTe,
He3Baxatoun Ha Buwly HixX 90 % npu 800 °C kOHBEpPCID MeTaHy, aKTMBHICTb KaTarizatopa MOMITHO
nagae npu 3HwkeHHi Temnepatypu i cknagae meHwe 30 % npu 600 °C i nuwe kaTtanisatop, WO
MicTutb 5 % Rh nokasye koHBepcito meTaHy 50 % npu 600 °C.

MapuianbHe oKWCNeHHs MeTaHy BioOyBaeTbcsi 3a Cxemoto 3. Ller npouec, wo [ossonsie
OTpPMMYyBaTU CUHTE3-ra3, 30aravyeHuii BOOHEM, BaXKO peanidyBaTu 4Yepe3 LIBMOKE OKUCIIEHHS
KaTanisatopa, Lo Np1M3BOAMTb 4O Nepebiry rmmbokoro okncneHHs meTaHy 3a Cxemoto 4.

Cxema 3.

CH4+1/20, = CO + 2H,, dH®;95 = - 35,6 k[xx/mMonb

Cxema 4.

CH4 + 02 = C02+2H20, dHozgg =-880 Kﬂ)K/MOﬂb

Tpu-pudopmiHr meTaHy (KombiHauisi napoBOro, BYrNEKUCITIOTHOrO pudOpMiHry Ta napuianbHOro
OKWUCIIEHHS B OOHOMY peakTopi Ha ogHOMYy KaTtanizatopi) npoBoauTbcs 3a Cxemoto 5. Llei npouec
O03BOIISIE OTPUMYBATU CUHTE3-Ta3 3i cnieeBigHoWeHHAM H,/CO y mexax Big 1 40 2, BUKOPUCTOBYHOUM
SK OKMCIIOBA4 CyMmilwl fAiokcuay BYIMeL, KUCHK Ta BogsHoi napu. Lle peakuis moxe 6ytu
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BMKOPUCTaHa Yy MPOMWUCIOBOCTI AMs OTPUMAaHHA AeLleBOro CuMHTEe3-rasy, YTBOPEHHSA Byrfeul npu
LbOMY iHFiBYeTbCS NPUCYTHICTIO OKMCHUKIB 3 BUCOKOIO pPeaKLUiNHOI 34aTHICTIO - MOMNEKYNSAPHOro KUCHIO.

Cxewma 5.

4CH4 + C02 + H20+02:SCO+5H2.

PaHiwe B niTepaTtypi 3anponoHoBaHO npouec Tpu-pudopmiHry metany [C. Song, W. Pan, Catal.
Today 98 (2004) 46] sk TexHonorii yTunizauii giokcugy Byrfneulo Ta 3MEHLUEeHHS NOro BUKMAIB.
Haxanb npu peanisadii Tpu-pucdopmiHry Ha npomucrioBux katanizatopax ICl, xoya npu ubomy i
pocsranacsa 65 % koHBepcia CO, Ta 90 % kOHBepcis MeTaHy, MonsipHe cniBBigHoWweHHA H,/CO
cknagano 1,5-2,2. B po6oti po6orTi [S. H. Lee, W. C. Cho, W. S. Ju, B. H. Cho, Y. C Lee, Y. S. Baek,
Catal. Today 84 (2003) 133] B npucytHocTi Ni/CeiZrO, B npoueci Tpu-pudopMiHry [ocaranucb
koHBepcii 85 % Ta 95 % ana CO, Ta meTaHy, BiANOBIAHO; MonspHe cniseigHoweHHA H,/CO cknagano
1-1,8.

B 3asBui US2008/0260628 onucaHi HikeneBMICHI kaTanizatopy Ansi OTPUMAHHA CUHTE3-rasy
LUNAXOM TPU-PUCPOPMIHTY MeTaHy B MNPUCYTHOCTI HiKenb-LUUPKOHIEBUX KaTarnisaTopis, AOMNOBHEHUX
OKCMAOM iTpito, NMaHTaHy Ta/abo NyXHo3eMenbHMMK enemMeHTamu. B 3asBuUi Bka3aHo, WO JoAaBaHHS
iTPit0 Y CKMNag Hikenb-LUUPKOHIEBUX KaTanisaTtopiB CNOTBOPIOE KPUCTaniyHy rpaTtky OKCUOY LMPKOHIH,
NiABULLYIOYN KINbKICTb PYXOMOrO KUCHIO KPUCTaniyHOi rpaTky Ta MigBULLYE WMOro pPyXnMBICTb, 3a
paxyHOK YOro 3MeHLUYETbCS HAKOMWYEHHS BYIMELI0 Ha KpUcTaniTax Hikemnto, MigBULLYIOYN aKTUBHICTb
Ta CenekTUBHICTb KaTarnisaTopa.

HaHeceHi Hikenesi kaTtanisatopy € LOCUTb BaXNMBUMKM Y MNPOMWUCHOBOCTI, OCKISIbKM LUMPOKO
BMKOPUCTOBYIOTLCS B npouecax pudopMiHry, rigpyBaHHs, METaHYBaHHA 3aBASKWM BUCOKIN aKTUBHOCTI
Hikento y ix cknapgi. 3okpema, HaHeceHi Hikenesi KaTanisaTtopy BWKOPUCTOBYKTLCA Y MNapoBOMY
puUcopMiHry NpUpoaHoro rady, HadT Ta pigKMx Nanue 3 OTPUMAHHSAM CUHTE3-rasy, L0 € OCHOBHOK
NnoYaTkoBOK NMaHKow y Ci-cMHTe3ax. 3 CMHTE3-rady OTpMMYKOTb METaHos, AieTUNOBMIA eTep Ta iHLWi
KMCEHBbBMICHI MPOOYKTU; TAKOX BUKOPUCTOBYIOTL AN CUHTE3Yy amiaky.

TunoBMMM cnocobamMu MpUroTyBaHHA HaHECEHMX KaTani3aTopiB € ChiBOCagXEHHS, HAHECEHHS,
iOHHUI 0OMIH, 30nb-renb, aeporenb. Hikenesi kaTanisaTopun, OTpUMaHi pisHMMKM criocobamu, MarTb
BigMiHHi BTaCTUBOCTI.

MpoTtoTMnom Hawoi po3pobkn € onucaHunm B 3asBui US2008/0260628 katanizatop Ni/(8Y,
Zr0,,Ce0,), B MPUCYTHOCTI SIKOrO pearizoBaHO MpoLuec TpuU-pucopmMiHry MeTaHy npu TemnepaTtypax
650-850° C, Tucky 0,5-10 atmoccep Ta o6'emHnin weugkocti 1000-300000 rop,.'l. MonspHe
CniBBiAHOLIEHHSA OIOKCUAY BYrneuto, KUCHIO Ta BOAAHOI napu Ao metaHy cknagano 0,5-2,0 monb, 0,05-
1,0 monb Ta 0,5-2,0 monb, BignoBigHo. MNagiHHA akTMBHOCTI KaTanizaTtopa He BigbyBanock nicnga 430
roovH npu poBoTi 3 06'eMHolo WBMAKICTIO 10000 roa.™ Temnepatypi 800 °C Ta cknagi peakuiiHoi
cymiwi CH4:0,:C0O,:H,0=1:0,1:1:1. TlpoTe Ha paHOMy kKkaTanisaTopi OTPMMaHO CUHTE3-ra3 3i
cniseigHoweHHsaM H,/CO B gianasoHi 0,5-2,0. Takox gocnigkeHHst cTabinbHOCTI poboTu npoBeaeHe
3a YMOB, WO 3MEHLWYTb WMOBIPHICTb HAKOMUYEHHS BYrMELU: CYTTEBOrO HaAMNWLIKY OKUCHUKIB Ta
HEBEJIMKOrO BMICTY KUCHIO.

3 nonepegHbOro OnNUCy BUMIMBAE, LLO iCHYIOYI KaTanisatopu He JalTb MOXITMBOCTI OTPUMYBaTU
CUHTe3-ra3 3 HeobxigHMM cniBBigHOWEHHAM H,/CO y npoueci Tpu-pudopMiHry. TakoX HEMOXIMBO
OLHUTWM TX CTIMKICTb 4O HAaKOMMYEHHA BYrneLo abo OKUCMNEHHS KUCHEM 3a BMICTY KUCHIO BULLLE, HiX 3@
cnieBigHoweHHsa CH,:0,:C0O,:H,0=1:0,1:1:1.

Hamun HeodikyBaHO Oyno BCT@HOBMEHO, WO B MPUCYTHOCTI HiKeNb-anioMIHIEBUX CTPYKTYpOBaHUX
KaTanisaTopiB, HaHECEHMX Ha KOPAIEPUT, MOAMMIKOBAHMX OKCUAAMU PiaKiCHO3eMeNbHNX abo Ny>KHUX
erneMeHTiB, y npoueci Tpu-pndopMiHry MeTaHy MOXINMBO OTPUMYBATU CUHTE3-ra3 3i CNiBBIHOLLIEHHAM
H,/CO B piana3oHi 0,5-2,5 3 06'emHot0 WBMAKicTio 12000 rog.™ Gea BTpaTK aKTMBHOCTI KaTanisartopa
yepes 3aByrneutoBaHHsA, abo OKUCIEHHS MeTaneBOro Hikenw nig Ai€lo KUCHI B TemnepaTtypHOMY
AianasoHi 650-800 °C.

3agadvelo  KOpPUCHOI Moferni € HikeneBMICHWA KaTanizatop [Ans  TpU-pudOpMIHTY  MeTaHy,
HaHeCeHWn Ha HOCI, B SIKOMY SIK HOCI BUKOPUCTOBYETBLCS KOpAIEPUT Ta KaTanisaTtop A04aTKOBO
MICTUTb OKCWUZA alloMiHil0 Ta oKcup NnaHTaHy abo okcug Lepito, Npyu HacTyNnHOMY CMiBBiLHOLLEHHS
KOMMOHEHTIB y Mac. %:

NiO 4-6
Al,O4 4-6
La203(Ce02) 0,5-1,5
Kopaieput pewTa.

BapiaHTom peanisauii KOpMCHOT MoAeni € KopAiEpUT, LLLO Mae KOMIPKOBY CTPYKTYPY.

KopucHa mogenb onucyeTbecs fani JOKMagHO 3 NMOCUMAHHAM Ha YMCNEHHI BapiaHTU 34iMCHEHHSA
TiNbKM ANSA Uinen NOACHEHHS Ha npukniagax i incTpauil, a TakoX 3 MOCUMAaHHAM Ha HacCTynHi
KpecneHHs, ae
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Ha @ir. 1 nokasaHa 3MiHa KOHBepCii MmeTaHy B npoueci TPM 3 yacom B NpuCyTHOCTI KaTanizatopa
4,7 %NiO+3,8 %Al,03+0,8 %K,0O npu cknagi noyatkoBoi rasosoi cymiui (B 06'eMHMX BigcoTKax)
CH4:0,:CO2:H,0: (1) 6,2:1,3:4,5:4,2; (2) 6,2:1,5:4,4:4,2; (3) 6,3:1,5:3,1:3,1; (4) 6,6:1,2:3,4:3,1, Ta
TemnepaTtypax (1) 550°, (2-4) 610 °C;

Ha ®ir. 2 NnokasaHa 3MiHa KOHBepCii MeTaHy B npoueci TPM 3 yacom B NpUCYTHOCTI KaTanisaTopis
Q) 4,7 %NiO+3,8 %AIl,03+0,8 %K,0, (2) 5,1 %NiO+4,1 %Al,03+0,9 %CeO,, 3)
5,2 %NiO+4 %Al,03+2,1 %CeO, npn Temnepatypax 610 °C (1, 2) ta 705 °C (3) Ta cknagi no4aTkoBoi
rasoBoi cymiwi (B 06'eMHMX koHUeHTpauisx) CH,4:0,:C0O,:H,0: (1) 6,5:2,6:4,3:4,2; (2) 6,2:2,2:2,5:3,1;
(3) 5,9:2,8:3,5:3,1;

Ha @ir. 3 nokasaHa 3MiHa MOKAa3HMWKIB Mpouecy TPU-pnOPMIHIY MeTaHy B Yaci B NPUCYTHOCTI
katanizatopa 5,8 %NiO+4,65 %AIl,03+1,15 %La,0;. Temnepatypa 625 °C, PeakuinHa cymiw: 5,6 %
CH,, 1,7 %0,. 2,0 % CO,, 2,8 % H,0. O6'emHa weuakicte 1200 rog.”™.

Mopawncpikauii KOHKpEeTHUX BapiaHTiB 34iACHEHHS, 4HKi  BU3HavalTbCs dopmynot, 6yayTe
oYeBMOHMMM ONS cneuianicTiB B Ui ranysi. Akwo pani He 6yge Bu3HavaTUChb Binbll KOHKPETHO,
BMKOPUCTOBYBaHa TYT TEPMIHOMOrisi Mae CBOE 3BU4YalHEe 3HayeHHs. MonbHWiA BiACOTOK (Monb %
abo %) i noaibHi TepMiHM CTOCYIOTLCA caMe MOJIbHOIO BiACOTKY, KOMK iHWe He BKasyeTbcs. Macosun
BiacoTok (mMac. % abo %) i nodibHi TepmiHM CTOCYIOTbCA CamMe MacoBOro BiACOTKY, KOMMW iHWe He
BKa3yeTbCS.

"MNepeTBOPEHHA" BMpaXaeTbCA $SK BiACOTOK MNOYATKOBOrO KOMMOHEHTA, LWO npopearyBas.
MepeTtBopeHHs CLL obumcntoeTbca 3a AaHMMKM rasoBoi xpomatorpadpii (MX) 3 BMKOpUCTaHHAM
HACTYMHOTO PiBHAHHS:

mmonb CH 4 Ha Bxogi (NoTik cnpoBuHn) — MMonb CH 4 Ha Buxogi (I'X)

nepetBopeHHs CH 4 (%) =100 x y y
mmornb CH 4 Ha Bxogi (MOTiK CUPOBUHN)

MacoBuii BIiOCOTOK KaTaniTU4HOro MeTany BM3HA4YaeTbCs 3a Macol MeTany i 3aranbHOK CYXOH
Macor MeTany i nigknagku.

Tpu-pndopmiHr MeTaHy JOCniMKyBanu 3 BUKOPUCTaHHAM NPOTOYHOT YCTaHOBKM.

Ona pocnigkeHHs KaTtaniTMYHOI akTUBHOCTI 3 KaTtaniTuyHoro 6noka, npurotoBaHoro B Npuknagax
npurotyBaHHs A-E, Bupisanu cdparmeHT y BUrnagi uuniHgpa giametpom 7 Mm i Bucotow 12 mm, Bara
akoro cknagana 0,5 r. KataniTnyHni pparmeHT po3TalloByBanu B KBapLOBOMY peakTopi MPOTOYHOro
TUNY Taknum YmHOM, Wob yHMKHYTU Barinacy ra3oBoro NoToKy no3a katanizatopom. [lepen novaTkom
KaTanisaTop BigHOBMOBanNu B peakTopi ra3oBo CyMmilLwto, gka mictuna 4 % monapHux H, ta 96 %
mMonsapHux Ar npu Temnepatypi 750 °C npoTarom 2 roA., nicrs Yoro OXONo[KyBanu y Ao TemnepaTypu
pocniagy. LBMAkiCTe rasoBoro NOToKy BiAHOBIOBanNbHOI Cymiwi cknagana 50 mn/xs.

Mpuknagu

Hwx4e onucaHi npuknagum, siki 6inbll TOYHO ONWUCYIOTb KOPWUCHY Mogenb. lMpuknagu HaBeneHi
nviwe Ans inocTpadii Ta He 0OMeXyoTb rpaHuLi 4ii KOPUCHOI MoZeri.

Mpuknag A

MpuroTtyBaHHs 5 Mac. % NiO i 4 mac. % Al,O3; Ha kopaiepuTi

Kartanizatopu rotyBanu cnocobom npocoveHHst 6OKOBUX MaTpuLb i3 KOPOIEPUTY a30THOKUCIIUMHU
CONsIMW HIiKeN 1N anioMiHilo MO BOMOrOEMHOCTI 3 HACTYNMHUM CYLUIHHAM | NpOXaploBaHHAM Yy
MydenbHin nevi npotarom 3 rognH npm Temnepatypi 550-600 °C Ha nogiTpi. CniBBiAHOLWEHHS conen y
pO34MHi 3abe3nevyBarno HeobXigHMI Cknag KOMMOHEHTIB y katanidatopi 4 % Al,Os, 5 %NiO.

Mpuknag B

MpuroTtyBaHHs 5 mac. % NiO, 4 mac. % Al,Oz i 1 mac. % CeO, Ha kopgaiepuTi

MeToa npuroTyBaHHS aHanorivHMnm onucaHomy Yy [Mpuknagi A 3a BiAMIHHICTIO, WO 00 PO34MHY
popatoTe Ce(NH4)2(NOs3)s vy KinbkOCTi, HeOoOXiOHIM Ona yTBOPEHHS Yy cknagi kaTanisatopa nicns
npoxaptoBaHHa 1 % CeO,.

Mpuknag C

MeToa npuroTyBaHHS aHanoriyHMnm onucaHomy Yy [Npuknagi A 3a BiAMIHHICTIO, WO A0 PO3YMHY
popjatoTe La(NaOsz); y KimbkoCTi, HeoOXigHii Ans yTBOPEHHs y CKknagi kartanisatopa nicns
npoxaptoBaHHs 1 % Na,Oa.

Mpuknag D

MeTog mpuroTyBaHHA aHanoridyHuin onucaHomy y lMpuknagi A 3a BiAMIHHICTIO, WO A0 PO34YUHY
poaatotb NaNO; y KinbKkocTi, HeOOXigHIN ANA YTBOPEHHS Y CKNagi kaTanisatopa nicns npoXapoBaHHS
1 %Na,O.

Mpuknag E
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MeToa mpuroTyBaHHS aHanoriyHMm onucaHomy y [Npuknagi A 3a BiAMIHHICTIO, WO A0 PO3YMHY
popaote KNO; y KinbkoCTi, HEOOXIAHIN ANa YTBOPEHHS Y cknaji katanisatopa nicns npoXxxaproBaHHS
1% K,0.

Mpuknag 1

BukopuctaHun katanizatop mictuB 5% mac. NiO i 4 % wmac. AlLO; Ha kopgiepuTi i OyB
NPUroToBIIEHMI 3@ METOAMKOLO, HaBedeHow B NMpuknagi A

PeakuinHa rasoBa cyMmill, WO nogaBanacb Ha kartanisatop 3 06'emHoto wBuMakicTio 12000 ron,.'1
npu Tmcky 0,1-0,15 mlMa, mictuna komnoHeHT CH,;:05:CO,:H,O:Ar 3i cniBBigHOLLIEHHSAM, PIiBHUM
1.0,15:0,4:0,7:11.

Mpn temnepatypi 650 °C nokasHMKM npouecy ckrnaganu: KoHBepcia metaHy npubnusHo 90 %,
KOHBepcisi Byrnekucnoro rasy 36-38 %, cnieigHowweHHsa H,/CO ctaHoBumno 1,7.

Mpn Ttemnepatypi 750 °C noka3HWKM npoLecy cknaganu: KoHsepcia MmeTaHy 98,8-99,9 %,
KOHBepcCis Byrnekucnoro rasy 52-64 %, cnisigHowweHHsa H,/CO ctaHosuno 1,67-1,76.

PesynbTaty onucaHoi BuLe peakuil Tpu-pudopmiHry npuseaeHo B Tabnuui 1 Huxkve.

Mpuknag 2

MeTtoauky, BuknageHy B [lpuknagi 1, 6yno noBTopeHo. [puknag BiAPI3HAETbCS TUM, LWO
BMKOpPUCTaHWU kaTanizatop mictme 5 % mac. NiO, 4 % mac. Al,03 1 % mac. CeO, Ha kopgaiepuTi i 6yB
NPUroToBEHMI 3a METOAMKOL, HaBeaeHo B Npuknaai B, a Takox TuM, WO peakuiiHa rasoBa Cymill,
o nogaeanacb Ha kaTanisatop 3 o6'emHoro wBuakicTio 12000 ron,.'1 npn tncky 0,1-0,15 mla,
MicTuna komnoHeHTn CH,4:0,:C0O,:H,O:Ar 3i cniBBigHOWeEHHSAM, piBHuM 1:0,15:0,4:0,7:11.

Mpu TemnepaTypi 650 °C nokasHWKM Mpouecy ckrnaganu: KoHBepcia meTaHy npubnusHo 90 %,
KOHBepcis Byrnekmcrnoro rasy 58-65 %, cniseigHoweHHs H2/CO ctaHoBuno npnbnuaHo 1,65.

Mpu Temnepatypi 750 °C nokasHWkn npouecy ckrnaganu: KoHeepcisa meTaHy 96-98 %, koHBepcis
Byrnekmcrnoro rasy 65-75 %, cniseigHoweHHst H,/CO ctaHoBuno 1,61-1,77.

PesynbTati onvcaHoi BuLLe peakuii Tpu-pudopmiHry npmsegeHo B Tabnuui 1 Huxkue.

Mpuknag 3

MeTtoauky, BuknageHy B [lpuknagi 1, 6yno nosTopeHo. [lpuknag BigpPi3HAETbLCA TUM, WO
BMKOpPUCTaHWU KaTanizatop mictme 5 % mac. NiO, 4 % mac. Al,03 1 % mac. CeO, Ha kopgaiepuTi i 6yB
NPUroTOBNEHN 3a MeTOAMKOI, HaBeAeHow B Npuknagi B, a Takox TuUM, WO peakuiiHa ra3oBa Cymill,
o nogaeanacb Ha kaTanisatop 3 o6'emHoto wBuakicTio 12000 ron,.'1 npu Tucky 0,1-0,15 mla,
MicTuna komnoHeHTn CH;:0,:C0O,."H,O:Ar 3i cniBBigHOLWEHHAM, piBHUM 1:0,2:0,6:0,9:15.

Mpu TemnepaTypi 560 °C nokasHWKM MpoLEecy Ckrnaganu: KoHBepcia meTaHy npubnusHo 80 %,
KOHBepcis Byrnekucroro rady 16 %, cniseigHowweHHa H,/CO ctaHosumno 1,96.

PesynbTati onvcaHoi BuLLe peakuii Tpu-pudopmiHry npmsegeHo B Tabnuui 1 Huxuye.

Mpuknapg 4

Metoauky, BuknageHy B [lpuknagi 1, ©yno nosTopeHo. [lpuknag Bigpi3HAETbCA TUM, LWWO
BUKOPUCTaHUI katanisatop Mictne 5 % mac. NiO, 4 % mac. Al,Os; 1 % mac. La,O3 Ha kopaiepuTi i 6yB
NPUroToBNEHNn 3a MeToanKol, HaBedeHoto B MNpuknagi C, a Takox TUM, O peakLinHa rasoBa CyMill,
o nogaeanacb Ha kaTanisatop 3 o6'emHoto wBuakicTio 12000 ro,cl,.'1 npu Tucky 0,1-0,15 mla,
MicTuna komnoHeHTn CH;:0,:CO,:H,O:Ar 3i cniBBigHOWeEHHAM, piBHuM 1:0,15:0,4:0,7:11.

Mpu TemnepaTypi 650 °C nokasHUKM MpOLECY CKraganu: KOHBepcia meTaHy npubnusHo 97 %,
KoHBepcis Byrnekucnoro rasy 19-23 %, cniesigHowweHHsa H,/CO ctaHosuno 1,8-1,85.

Mpu TemnepaTypi 755 °C nokasHUKM NpoLecy Cknaganu: KoHBepciss meTaHy 96-98 %, KoHBepcis
Byrnekucroro rasdy npmbnuaro 50 %, cnieeigHoweHHs H,/CO ctaHosuno 1,7-1,9.

PesynbTati onvcaHoi BuULLe peakuii Tpu-pudopmiHry npmeegeHo B Tabnuui 1 Huxye.

Mpuknag 5

MeTtoauky, BuknageHy B [llpuknagi 1, ©yno noeTopeHo. [lpuknag BiOpPi3HAETbCA TUM, LO
BUKOPUCTaHUI kaTanizatop mictue 5 % mac. NiO, 4 % mac. AlO; 1 % mac. La,O3 Ha kopgiepuTi | 6yB
NPUroTOBNEHN 3a MeToANKO, HaBedeHot B Npuknagi C, a Takox TUM, WO peakuiiHa razoBa CyMilll,
o nogaBanacb Ha kaTanisatop 3 o6'emHoto wBuakicTio 12000 rop,.'l npu Tucky 0,1-0,15 mla,
MicTuna komnoHeHTn CH,:0,:CO,:H,O:Ar 3i cniBBigHOWEHHAM, piBHMM 1:0,3:0,9:0,7:15.

Mpu Temnepatypi 725 °C nokasHuku npouecy cknaganu: koHsepcia metaHy 100 %, koHBepcis
BYrrekucrnoro rasy npubnusto 28 %, cnieeigHoLueHHsi H,/CO ctaHoBwuno 2,5.

PesynbTati onvcaHoi BuULLLE peakuii Tpu-pudopmiHry npmeegeHo B Tabnuui 1 Huxuve.

Mpuknapg 6

MeTtoauky, BuknageHy B [lpuknagi 1, ©yno noBTopeHo. [lpuknag BiOpPi3HAETbLCA TUM, LWO
BMKOpUCTaHWU kaTanidatop mictme 5 % mac. NiO, 4 % mac. Al,03 1 % mac. Na,O Ha kopgiepwTi i 6yB
NPUroToBIEHMI 32 METOAMKO, HaBeaeHow B NMpuknagi D, a TakoxX TUM, WO peakuiiHa rasoBa CyMmill,
o nogaeanacb Ha kaTanisatop 3 o6'emHoro wBuakicTio 12000 rop..'1 npu Tncky 0,1-0,15 mla,
MicTuna komnoHeHTn CH,4:0,:C0O,:H,O:Ar 3i cniBBigHOWEHHSAM, piBHuM 1:0,15:0,4:0,7:11.
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Mpn Ttemnepatypi 650 °C noka3HWKM npouecy cknaganu: KoHeBepcia MeTaHy 97,3-98,5 %,
KOHBepcis Byrnekmcrnoro rady npmbnuaHo 30 %, cnieeigHoweHHs H,/CO ctaHosuno 2,0-2,05.

Mpn Temnepatypi 750 °C noka3HWKM MpoLecy cknaganu: KoHBepcis MeTaHy 99,2-99,8 %,
KOHBEpCIsl BYrNEKMCoro rady npmbnumaHo 56 %, cnieeigHoweHHs H,/CO ctaHoBuno 1,7-1,75.

PesynbTaty onncaHoi BuLe peakuii Tpu-pudopmiHry npuseaeHo B Tabnuui 1 Huxkve.

Mpuknag 7

MeTtoauky, BuknageHy B [lpuknagi 1, 6yno noBTopeHo. [lpuknag BigpPi3HAETbLCA TUM, LO
BMKOpUCTaHWU KaTtanizatop mictmB 5 % mac. NiO, 4 % mac. Al,O3 1 % mac. K,O Ha kopgiepuTi i ©yB
NPUroTOBNEHN 3a METOAMKO, HaBeAeHo B Npuknagi D, a Takox TuM, WO peakLuiiHa razoBa Cymill,
WO nojaBanacb Ha katanisatop 3 o6'emHolo wWwBMakicTio 12000 rog.™ npw Tmncky 0,1-0,15 mla,
Mictuna komnoHeHTn CH,:0,:CO,:H,O:Ar 3i cniBBigHOWEHHAM, piBHMM 1:0,15:0,4:0,7:11.

Mpn Ttemnepatypi 650 °C noka3HWKM npoLecy cknaganu: KoHBepcia MeTaHy 97,8-98,6 %,
KOHBepCisi Byrnekncrnoro rasy npmbnuaHo 35 %, cnieeigHoweHHs H,/CO ctaHosuno 1,9-2,05.

Mpn Ttemnepatypi 750 °C noka3HWKM npoLecy cknaganu: KoHeBepcia MeTaHy 99,2-99,8 %,
KOHBepCisi Byrnekucroro rady npmbnuaHo 50 %, cnieeigHoweHHs1 H,/CO ctaHoBuno 2,07-2,09.

Pe3ynbTati onncaHoi BuLe peakuii Tpu-pudopmiHry npuseaeHo B Tabnuui 1 Huxkve.

Mpuknag 8

MeTtoauky, BuknageHy B [lpuknagi 1, 6yno nosTopeHo. [lpuknag Bigpi3HAETbLCA TUM, WO
BMKOpPUCTaHWU KaTtanizatop Mictne 5 % mac. NiO, 4 % mac. Al,Os; 1 % mac. K,O Ha kopgiepuTi i 6yB
NPUroToBEHMI 3a METOANKO, HaBedeHow B lNpuknaai D, a Takox TUM, WO peakuinHa rasoBa Cymill
nogasanacb Ha kaTanizatop 3 ob6'emHor wBuakicTio 12000 rog.”t npn Tucky 0,1-0,15 mMa;
CMiBBIAHOLUEHHS] KOMMOHEHTIB peakuiiHoi ra3oBoi cymiwi CH,4:0,:C0O,:H,O:Ar BapitloBanocb y mexax
1:0,180,24:0,5-0,75:0,5-0,7:13; npouec npoBOAUNU NPU BU3HAYEHUX YMOBAX MNPOTSArOM [OEKiNbKOX
rogviH Npwv NOCTINHIN TemnepaTypi 3 iHTepBany 550-610 °C.

Pesynbtatn pgocnigxeHHs npvBedeHi Ha ®ir. 1. HesHayHa BTpata KaTaniTMYHOI aKTUBHOCTI
cnoctepiraetbes nuwe npu 550 °C, a i 3a 705 °C katanizatop npautoe ctabinsHo.

Mpuknag 9

MeTtoauky, BuknageHy B [lpuknagi 1, 6yno noBTopeHo. [lpuknag Bigpi3HAETbLCA TUM, LWO
BMKOpPUCTaHWU kaTanisatop mictme 5 % mac. NiO, 4 % mac. Al,O3 1 % mac. CeO, Ha kopgiepuTi i OyB
NPUroTOBNEHNN 3a METOAMKOW, HaBedeHow B MNpuknagi B, a Takox TuM, WO peakuiiHa razoBa Cymill
nogaeanacb Ha kaTanisatop 3 ob6'emHol wBuakicTio 12000 ropl,."l npu Tucky 0,1-0,15 mMMa;
CMiBBIAHOLUEHHS] KOMMOHEHTIB peakuiiHoi ra3oBoi cymiwi CH,4:0,:C0O,:H,O:Ar BapitloBanock y mexax
1:(0,180,24):(0,5-0,75):(0,5-0,7):13; npouec NpoBOAUNM NPU BU3HAYEHNX YMOBAX NPOTSrOM AEKiNbKOX
rogviH Npwv NOCTINHIN TemnepaTypi 3 iHTepBany 610-705 °C.

Pesynbtatv pocnimpkeHHs npuBedeHi Ha @ir. 2. BrpaTu KataniTM4HOI aKTUBHOCTI  He
crnocTepiranocs.

Mpuknag 10

MeToauky, BuknageHy B [puknagi 1, ©yno noeTopeHo. [puknag BiOpi3HAETbLCA TUM, WO
BMKOpPUCTaHW kaTanisatop Mictne 5 % mac. NiO, 4 % mac. Al,O3 1 % mac. La,O3 Ha kopaiepuTi i 6yB
NPUroTOBNEHNn 3a METOAMKOW, HaBeaeHoto B [Npuknagi C, a Takox TUM, Lo peakuiinHa ra3osa cymiLl
nogaeanacb Ha kaTanisatop 3 o6'emHol wBuakicTio 12000 ropl,."l npu Tucky 0,1-0,15 mMMa;
CMiBBIAHOLWIEHHS  KOMMOHEHTIB  peakuinHoi rasoBoi  cyMmiwi  CH4:0,:CO,:H,O:Ar  cknagano
1:0,3:0,35:0,5:13; npouec npoBOAMNU NPU BU3HAYEHUX YMOBAX MPOTArOM [AEKINbKOX roguH npu
MoCTIiNHIN TemnepaTypi 625 °C.

PesynbratM pocnimpkeHHs npuBedeHi Ha @ir. 3. BrpaTtu KatanmiTM4HOI aKTUBHOCTI  He
crnocTepiranocs.

Tabnuus 1

Ne KaTaniaaTop CniBBigHOLLUEHHSA Temne; KoHnBepcis, % C'L'J?}_:ﬂ:o'
Mp. CH4/CO,/0,/H,0O/ArpaTypa, °C CH, co, H,/CO

1 |5 %NiO+4 %Al,04 1:0,15:0,4:0,7:11 650 90 36-37 1,7

1 |5 %NiO+4 %Al,04 1:0,15:0,4:0,7:11 750 98,8-99,9 | 52-64 1,67-1,76
2 |5 %NiO+4 %AIl,03+1 %CeO,| 1:0,15:0,4:0,7:11 650 90 58-65 1,65

2 |5 %NiO+4 %Al,03+1 %CeO,| 1:0,15:0,4:0,7:11 750 96-98 65-75 1,61-1,77
3 |5 %NiO+4 %Al,05;+1 %CeO,| 1:0,2:0,6:0,9:15 560 80 16 1,96

4 |5 %NiO+4 %Al,03+1 %lLa,04 1:0,15:0,4:0,7:11 650 97 19-23 1,8-1,85

4 |5 %NiO+4 %Al,03+1 %lLa,04 1:0,15:0,4:0,7:11 755 96-98 50 1,7-1,9
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MpogoBxeHHs Tabnuui 1

Ne KaTanisaTop CniBBigHOLLIEHHSA Telvlne; KoHnBepcis, % CT_LZBJ'EH":O'
Mp. CH4/CO,/0,/H,0/Ar|patypa, °C CH, co, H,/CO
5 |5 %NiO+4 %Al,03+1 %La,04 1:0,3:0,9:0,7:15 725 100 28 2,5
6 |5 %NiO+4 %Al,03+1 %Na,O| 1:0,15:0,4:0,7:11 650 97,3-98,5 30 2,0-2,05
6 |5 %NiO+4 %Al,03+1 %Na,O| 1:0,15:0,4:0,7:11 750 99,2-99,8 56 1,7-1,75
7 |5 %NiO+4 %Al,03+1 %K,O | 1:0,15:0,4:0,7:11 650 97,8-98,6 35 1,9-2,05
7 |5 %NiO+4 %Al,03+1 %K,0 | 1:0,15:0,4:0,7:11 750 99,2-99,8 50 2,07-2,09

®OPMYIA KOPVUCHOI MOJEN!

1. HikeneBmicHuin KaTtanizatop Ana Tpu-pudOPMIHIY MeTaHy, HaHeCceHW Ha HOCINn, HKun
BiApPI3HAETLCA TUM, LLO SK HOCI BUKOPUCTOBYETLCS KOPAIEPUT Ta KaTanisatop 4o4aTKOBO MiCTUTb
OoKCuA anoMiHilo Ta okeua naHTaHy abo okcua Lepito, Mpy HAacTYMHOMY CMiBBiAHOLLIEHHI KOMMNOHEHTIB Y
mac. %:

NiO 4-6
AlL,O; 4-6
La203(CeOg) 0,5-1,5
Kopaieput pewiTa.

2. HikeneBmicHuin katanisatop 3a n. 1, Skun BiAPISHAETbLCA TUM, WO KOPAIEPUT Mae KOMIpKOBY
CTPYKTYpY.
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Qir. 3

Komm’'totepHa BepcTka J1. LlixaHoBcbka

HepxaBHa cnyxba iHTenekTyanbHoOi BNacHocTi YkpaiHn, Byn. Bacuns Jlunkiscekoro, 45, m. Knis, MCI1, 03680, YkpaiHa

0N “YkpaiHCbKWM iIHCTUTYT iHTenekTyanbHoi BNacHocTi”, Byn. [nasyHoBa, 1, m. Knie — 42, 01601



