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JOCJIKEHHA KIHETUYHUX 3AKOHOMIPHOCTEN HU3bKOTEMITEPATYPHOI'O
OKHCHEHHSI AMIAKY J1O N,0 HA Mn-Ni-Bi-Li-O KATAJI3ATOPI

IocranoBka i akryanbHicTh 3agaui. Hitporen (I) oxcun TpaauiiiiiHoO 3HaXOAWUTH 3aCTOCYBAaHHS B Pi3HHUX
00J1acTsIX HApOHOTO I'OCIIONAPCTBA: Y METUIIMHI SIK aHeCTe3yI04Hi 3aci0, B HaIiBIPOBITHUKOBIH ITPOMHUCIIOBOC-
Ti sIK 3aci0 oumMIeHHs, Yy papManeBTHIl, KOCMETHYHIH 1 Xap4yoBiil MPOMHCIIOBOCTI, a TAKOX K J00aBKa Ui pa-
keTHOro nanuea. O6’emu crioxkuBanHs N,O B 1MX ramy3six BiJHOCHO HEBEJIMKi. YCTAHOBKH OIMHUYHOT MOTYXK-
HOCTI, SIK TIPaBHJIO, HE O1NIBIIE 5 THUCSY TOHH HA PiK, IO 3aJ0BOJBHIIOTH HeoOXinHi motpedu B N,O, 6a3yroThcs
Ha TEPMIYHOMY pO3KJaJaHHI HITPUT-HITpaTHUX cosieid. [loanbiie 301IbIIEHHS MOTYKHOCTI TaKUX YCTAaHOBOK
MPaKTHYHO HEMOXKJIMBE YHACIIIOK BHCOKOI BUOYXOHeOe3meku mporiecy [1].

Po3poOka HOBMX KaTaTiTHIHUX MPOIECIB OPTaHIgHOTO CHHTE3Y, HAIPHUKIIAMA, Ta30(ha3Hoi OJHOCTAIIHOT TeX-
HOJIOT11 PsIMOTO OKUCHEHHs OeH3oury B (heHon HiTporeH () okcumom:
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BUMarae po3poOKN HOBHX BEIMKOTOHHAXHMX TEXHOJOTIH oxepxaHHS N,O sK IUIBOBOrO MPOAYKTY (3 OAWHMY-
HOIO TIOTYXKHICTIO Ha TopsaoK Oinpmioto, 50-100 THCSY TOHH HA pik). MOXIMBAM HAaIpsIMOM CTBOPEHHS TaKUX
MPOLIECIB € CENEKTHBHE OKUCHEHHS amiaky okcureHoM B N,O [2]. 3 miTeparypu BiIoMO, 1110 BUCOKY aKTHBHICTb i
CEJICKTUBHICTD MPOSBIAIOTH CKIIAIHI OKCHIHI KataiizaTopu Ha ocHOBI MnQ,, cepen SKUX OcoONMBe Micie 3a-
iimae kommo3suitisi Mn-Bi-O, y npucyTHoCTI K01 cenekTuBHICTh 10 NO iCTOTHO BHIIE 32 CEJICKTUBHICTD 1HIHU-
BiyanbHOTO MaHTaH okcupay. CimiJ 3a3Ha4WTH, MO KPiM BHCOKOI aKTHBHOCTI Ii KAaTaNi3aTOpU TaKOX MOBHHHI
3aJIOBOJIBHATH HACTYITHUM BHMOT'aM: 3a0C3ICUCHHS BUCOKOI CEIEKTUBHOCTI 10 N,O 1 HU3BKIH CEJIEKTUBHOCTI IO
NO y BChOMY TeMIepaTypHOMY IHTEpBaji 3MIACHCHHS MPOIECY OKUCHEHHS aMiaky; e()eKTHBHICTH POOOTH B
YMOBaX, KOJIHM PeaKilifiHa CyMilll MICTHTh KHCEHb B KUIBKOCTI OJIM3bKOMY, 200 HIXKYE CTEXIOMETPUYHO HEOOXi-
HOT'0; BUCOKHUI CTYIIHb BUKOPUCTAHHS aKTHBHOTO KOMIIOHEHTY; BUCOKA MEXaHIuHa MIIHICTb [3].

Sk mpaBwItO, BiIOMI MAcCHBHI KaTali3aTOpH Ha OCHOBI MaHIaH OKCHAY HE 3aJI0BOJIBHSIOTH BCI€l CYKYIHOCTI
BKasaHux Buine BUMor [3—7]. Kpim Toro, mocmimkeHHs Ha BiIOMHX MAacHBHUX KaTaii3aTopax MPOBOIMIKCS
TUIBKU TIPH JIOCTaTHHO HU3BKUX TemIieparypax. Y 3B’s3Ky 3 1uM yrBopeHHs NO He BpaxoByBanocs. Jlocii-
JOKEHHS BIUTMBY KOHIICHTpALlii aMiaKy MPOBOMMIIOCS B JTOCTATHBO BY3bKOMY niama3oHi (5—10% 06.) mpu Bemu-
KOMY HaJUTHIIKY KUCcHIO B cymimi (85-90 % 006.), a BB Boau He OYyB AocHipkeHU. O4eBHIHO, IO IS ONTH-
Mi3aIii mporecy MOTpiOHe BUBUCHHS KIHETHKH Peakilii B MIMPOKOMY TEMIIEPaTypHOMY Jdiala3oHi, MPH Bapiko-
BaHHI B IIUPOKOMY iHTEpBaJIi KOHIICHTPAIIil pearcHTiB.

Buxosuu 3 niTepaTypHUX aHMX 1 JUIS JOCSITHEHHSI IOCTABJICHOT METH, B XO1 JOCII/PKEHHSI HE0O0XiHO 0yI10
BUPIIINTH HACTYIHI 3aBJIaHHS: PO3POOUTH BHUCOKOCENIEKTHBHHUI BiqHOoCHO N,O KartanmizaTop i BUBUMTH HOro
(i3uKo-XiMIuHI BIACTHBOCTI; BUOpATH ONTHMalIbHI YMOBH IPOBEACHHS NPOLECY, IPU SIKHUX Jocaraiacs 0 Makx-
cuMalbHa ceneKTUBHICTE M0 N,O i MiHiManbHa — 10 NO; BCTAHOBUTH YHHHUKH, 110 BU3HAYAIOTh CEJIEKTUBHICTD
peakiil OKUCHEHHS aMiaKy JI0 3aKUCY a30Ty

ExcnepumeHT. YCTaHOBKA 3 MPOTOYHUM PEaKTOPOM 1/1€abHOI0 BUTICHEHHS BUKOPHUCTOBYBAJIACS ISl AOC-
JDKSHHST KaTaJITHYHUX BIACTUBOCTEH Pi3HHUX 3pa3KiB KaTalli3aTOPiB, BU3HAUYECHHS OCHOBHHX 3aKOHOMIPHOCTEH
nepediry peakiii Ipu pi3HUX TeMIepaTypax i CKIaji peakmiiHHol CyMilli, BU3HAUYCHHS YMOB IIPOBEICHHS peak-
1ii, mo 3a0e3NneuyioTh MaKCUMAJIbHY CEJIEKTHBHICTH IO 3aKHCY a30Ty. KaTamiTWuHi XapaKTEpHUCTHKH 3pa3KiB
KaTaji3aTopa BU3Ha4YalM MPU Pi3HUX TEMIIEpaTypax i 4acax KOHTaKTY, OLIHIOIOYH X 3a CTYIEHEM MepeTBOPEHHS
amiaky i cenextuBHOCTI o N,O i NO. PeakTop po3mimmascs BcepeuHi 0e3rpaieHTHOI eJIeKTpU4HOi redi 3 00-
nyBaHHAM. Busnauenns N,O i3 cymimi npoBoannocs Ha xpomarorpadi Liser-100, 3 reTrekTopom 1o Teronpo-
BITHOCTi, BHUMipIOBaHHS MiKpokigpkocTeli N,O Oymo mpoBeleHe HA aHATITHIHOMY Ta30BOMY XpomaTorpadi
[IBeT-500M 3 nEeTEeKTOPOM ENEKTPOHHOTO 3aXOIUJICHHS, 0 OCHAIIEHUH MPOrpaMoro sl 00poOKH XpoMaTorpa-
(hivauX mikiB. MeToauka M03BOJISIA TOCIIHKYBATH MPOIEC B IIUPOKOMY IHTEpBaJli 3MiH TEXHOJOTIYHUX Mapa-
METpiB i BUBYATH BIUIMB Ha BUXiJ N,O TUIBKH OJHOTO 3 MapameTpiB — TUCKY, TEMIIepaTypH, dacy KaTaiizy abo
JiHIKHOT mBHAKOCTI cyMint. TodHicTh Xpomarorpadiunoro anamizy Hacrymaa: NHz, H,O, NO — 10 %, N,, NO,
0O, — 5%. YcraHoBKa 3 MPOTOYHO-IMPKYISLIHAM PEaKTOPOM BHKOPUCTOBYBAJIACS IJIsl BU3HAYEHHS KiHETHY-
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HHUX 3aKOHOMIpHOCTEH nepediry peakuii, A1st OTpUMaHHs OJHONAPAMETPUYHUX 3IEKHOCTEH MBUIKOCTEH OKHU-
CHEHHsI aMiaky 1 yTBOPEHHs HPOJYKTIB peakiii BiJi KOHIEHTpalii peareHTiB 1 MPOIYKTIB peakiii Npu pi3HUX
temneparypax [8-11]. BB koHIEHTpawii OKCUTeHY BUBYAIH NPHU (iKCOBAHUX KOHIICHTPAIISIX aMiaKy B peak-
Topi. BrmmB KOHIEHTpamii aMiaky BUBYAIH NPH (iKCOBAaHMX KOHIICHTpPAIlSIX OKCUTEHY B peakTopi. Brums Boan
JIOCIIKYBABCS TIPH IMTOCTIHHUX KOHIIEHTPAIIISX aMiaKy i OKCUIeHY HaJ| KaTali3aTopoM

Pe3yabTaT Ta 06ropopenHs. J{OCHiKeHO MMUPOKUIA CHEKTP KaTajli3aTOpPiB, XIMIYHHHA CKIAJ SKUX Bapiio-
BaJIM B IMIHPOKHAX MEXKaxX I TOTO, 00 OXOMHUTH MOKJIMBO OUTBIIMI [iama30H eIeKTPOHHOI Oy/TOBH aTOMiB Ka-
tamizaropa [9, 13]. Lle mamo MOXJIMBICT BHUABHTH BIUIHB TakuX (aKTOpiB, SIK €HEpPris 3B’SI3Ky pearcHT-
KaTaji3aTrop, HasBHICTh HECIIAPEHUX EJIEKTPOHIB B aTOMI METally, 3aJIe)KHICTh KaTaJITUYHOI aKTUBHOCTI OKCHIIB
meranie IV nepiony Big uncna d-enextpoHiB i T.4. [lpu 36inblieHHI eHepril 3B°I3Ky OKCHICHY 3 MOBEPXHEIO (s
(3MiHU SIKOT MEPEeBHUIIYIOTH 3MIHM €HEPrii IHIINX 3B’SA3KIB 3 KaTajli3aTOPOM) CEJICKTUBHICTh OKCHIHUX KaTasi3a-
TOPiB 1O MpoayKTy M’sikoro okucHeHHs (N,) 3poctae, mo MpOAyKTy Haibinbln ranbokoro okucHeHHs (NO) —
najae, a cenekTHBHICTh 1o N,O (IIpoMiKHa CTYIiHb OKHCHEHHS) IPOXOJUTh Yepe3 MakcuMyM. [1pu 30inbiieHHi
CTYIICHSI OKUCHEHHS Ta KUIBKOCTI 3B’A3KiB OKCHIE€H-KaTaJIi3aTop, [0 PO3PHBAIOTECS, CIIOCTEPIra€ThCs 3POCTaHHS
€Heprii akTUBAIlii i TeMIepaTyp MOYaTKy yTBOPEHHS MPOAYKTIB. 3icTaBIeHHS celeKTHBHOCTI okcuaiB mo N,O i3
THUTIOM TPOBIIHOCTI TMOKA3ye, IO CHOCTEPIraeThCs SKICHAa BiANOBITHICT MiXK THIIOM TIPOBITHOCTI Ta €HEPTi€io
3B 43Ky OKCHUICHY 3 MOBEPXHEIO: HAIIIBIPOBITHUKHN P-THITY XapaKTePH3YIOTHCS HAMMEHIIOK MIIHICTIO 3B’S3KY
OKCHICHY, 130JIITOPH — HAHOUTBITMMA 3HAYCHHSAMH (Js. AKTUBHICTD 3pOCTa€ i3 3HKEHHAM CHEprii 3B’s13KYy OKCH-
reH-karamizatop. ToO0To Bucoky cenekTuBHICTH 0 N,O MOKIHBO TOCATTH MPH BUKOPUCTAHHI KaTai3aToOPiB, IO
XapaKTepU3yIOThCS MaJIMMH 3HAYCHHSIMH (s, 10 CIIBHAJA€ 3 YMOBOI HailOIbIIOI aKTMBHOCTI B CyMapHOMY
nporieci. [IpunymieHHs npy po3poOili KaTani3aTopiB: Ha CKIAJAHUAX KaTami3aTopax CIOCTEPIraroThCs Ti K CITiB-
BIZIHOLIICHHSI MK TeMmieparypamu mouatky yrBopeHHs N, N,O, NO; sKICHO BUKOHYIOThCS 3aJI€XKHOCTI MiX
EHEepri€o 3B’I3Ky OKCHICHY 3 MOBEPXHEIO ((s), aKTUBHICTIO 1 CEJIEKTHBHICTIO; SIKICHUII CKJIaJl MPOAYKTIB MPH
MOBEPXHEBOMY BiJIHOBJICHHIO CKIIaJJHUX OKCHIIB TAKHi ke, K JIs mpocTuX okcuiiB [3]. Ockinbku B Mexax
Ipyn OJHOTHITHUX CHCTEM iX KaTaliTH4YHI BIACTHBOCTI B PEaKLil OKMCHEHHS BU3HAYAIOTHCS TIEPEBAKHO EHEpri-
€10 3B 53Ky OKCHICH-KaTasli3aTop, TO MOAN(IKyBaHHSA KaTali3aToOpiB MOXIIMBO LIISXOM BBEICHHS 100aBOK, IO
YTBOPIOIOTH 3 TOJIOBHUM KOMIIOHCHTOM KaTajli3aToOpy HOBi XIMIUHI CTIONyKH a00 TBEpAi PO3YMHU IS LiJecIps-
MOBAHOTO ITi/IBUIIEHHS aKTUBHOCTI Ta CEJIEKTUBHOCTI 32 paXyHOK HaOJIVMDKEHHS (s IO ONTHMaIbHOTO 3HAUYCHHS.

Ha miacTaBi nuX TEOPETHYHMX MEPEAYMOB Ta NPOBEICHUX EKCIIEPUMEHTAIBHUX JOCIIKEHb HU3bKOTEMIIC-
paTypHOTO OKHCHEHHS aMiaKy Ha JJBO-, TPH- Ta YOTHPUKOMIIOHEHTHUX KaTAJITHYHUX CHCTEMaXx 3alpOIIOHOBaHO
GaratokommoHeHTHi Katanizatopu ckiaaay Mn-Ni-Bi-Li-O i3 pi3HuM criBBiJHOMICHHSIM KOMIIOHEHTIB Uil HU3b-
KOTEMIIepaTypHOro OKUCHEHHs amiaky 10 N,O sk minsoBoro nponykry. Karamizatop, mo noka3sas HaiOuIbIIy
CENIeKTUBHICTh, OyB BUOpaHUil Ui MOAANBLIMX JIOCTIPKEHb Ha JIADOpATOpHIK yCTaHOBII 3aJE€XKHOCTI CTyNEHS
okucieHHs amiaky 110 N,O Bij pi3HHX TEXHOJIOTIUYHHMX MapameTpiB. JlOCIiPKeHHs NPOBOIMIUCS: NIPU PiIZHOMY
CHIBBITHOILIEHHI aMiaKy Ta KHUCHIO; Temneparypi mporecy 520+620 K; wacy konraxry 0,1+1,6 c; koHUeHTpatii

amiaky CNH3 =4+7 00. %.

Amiak OKHUCHIOETECS 3 yTBOpeHHSIM Nj, N,O 1 NO. 3anexHicTs CTyneHs OKUCHEeHHs amiaky 10 N,O Bix yacy
KOHTaKTy MpHUBeICHA Ha puc. 1 1pu pi3HUX Temmeparypax. JloCmiKeHHs MPOBOAMIKCS CIIOYATKY MPH HAJIUIII-
Ky amiaky (6% NHj +5% O,), norim npu Haamumiky kucHio (5% NHjz +6% O,) npu konsepcii amiaky ~99,0—
99,8 %. PesympTati mochiKeHHS MOKa3yIOTh, o 10 610-620°K cenextuBHiCTh M0 N,O pocTe i3 3poCcTaHHAM
TEMIIepaTypH, MMOTIM MOYHNHAE 3MCHIITYBATUCS, OCKUTBKU TIOYHHAE 3pOCTATH CTYIIIHB IepeTBopeHHs 10 NO.
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Pucynok 1 — 3anexHicts cenekTuBHOCTI Karamizaropy Mn-Ni-Bi-Li-O Bix temneparypu:
1 — gajuymmox O,, 2 — Hajummok NHs
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[Ipn Hapnumky amiaky KinbKicTh HiTporeH (I) okcmay 3HMKYETBCS 13 3pOCTaHHAM TeMmIeparypu Oinblie,
MOXJIMBO 13-32 B3a€MOJIi ITPpU BUCOKHUX TeMmmeparypax HitporeH (I) okcuay 3 aMiakoM 3 YTBOPEHHSIM MOJICKYJIsi-
PHOTO HITPOTEHY TIPH HEMOBHIi KOHBepCii amiaky aGo TpH HecTadi KHCHIO B peakiiitHii cymimi. FimosipHo pea-
Kiist okucHeHHS NH3 oKCHTeHOM Ta peakiis OKHCHEHHs amiaky HiTporeH (I) okcumom € koHKypyrounmu. OKcH-
TeH € CHJIBbHIIINM OKHCHIOBaYEM, TOMY PEaKIlis OKUCHEeHHS aMmiaky HiTporeH (I) okcnaom cTae MOMITHIIIOK MpH
HeIOCTavi KUCHIO B peakmiitHii cymimi. OTxke, s 3SMEHIIeHHsI BHeCKY mo0idHoi peakii 3N,O + 2 NH3z =4 N,
+ 3 H,0, mponec HEOOXiIHO MPOBOJUTH B yMOBAaX HA/UIMINKY KHCHIO. B yMOBax HaaIHMIIKy KHCHIO CEIICKTHB-
HICTP 3aIpONIOHOBAHOTO KaTamizaropa 1o HitporeH (I) okcHay iCTOTHO BHIIE IPH BUCOKUX TEMIIEPaTypax, YUM B
ymoBax Haammiky NHj.

BrumB BMicTy KUCHIO y BUXIJHIN peakuidHii CyMillli Ha CEIEKTHBHICT KaTali3aTopy I0Ka3aHo Ha pHc. 2(a).
30UIbIIEHHST KOHLIEHTpPALI] KUCHIO IPY HE3MIHHIH KOHUEHTpALil aMiaKy NPU3BOIUTH 10 HE3HAYHOTO POCTY KOH-
Bepcii amiaky, 3HWKCHHIO KOoHIeHTpalii a3oty i NO. CenekruBHicTh Mo N,O 3pocTae 3 pocTOM KOHIICHTpAIIii
KUCHIO. Lleli BUCHOBOK KOPEJIIOE 3 JITepaTypHUMHU AaHUMH, 10 CTBEPIUKYIOTh, 110 CEJICKTUBHICTh BU3HAYAETHCS
CTYIICHEM OKHCHEHHOCTI ITOBEPXHi, TOOTO CITiBBiIHOMEHHAM (OPM KaTiOHy KaTaii3zaTtopa, 0 OKHCHEHi Ta BiJ-
HOBJICHI. A II€ CHiBBiJHOIIECHHS BH3HAYAETHCS CIIIBBIIHOUICHHSM OKCHICHY JO aMiaKy B peakmiiHil cymimi
[3,5].

Pesynbrat mocmimkeHHs cTymneHs nepeTBopeHHs 10 Ny, N,O i NO B 3aieXHOCTI BiJ KOHIICHTpAIii aMiaKky
Ha po3pobieHomy katamizaropi Mn-Ni-Bi-Li-O naBeneno puc. 2(6). [Ipu 36inblieHHI KOHIIEHTpALIT amiaky 3po-
CTa€ CeNEKTUBHICTB 0 Ny, 1 3HIKYEThCA CeNeKTUBHICTB Mo N,O i NO.
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PucyHok 2 — 3aexHiCTh CeeKTUBHOCTI Karamizaropy Mn-Ni-Bi-Li-O:
a — Bix xonuentpauii NHj B cymimi; 6 — Big koHueHtpauii O, B cymini

Jlnist IOSICHEHHST OTPUMAaHUX 3aJIe)KHOCTEW 1 MOIIYKY ONTHMAJIbHUX YMOB TIPOBE/IEHHS peakuii Oyno aocii-
JOKEHO 3aJIeKHOCTI pO3paxOBaHWX Ha OCHOBI €KCIIEPUMEHTY Ta po3poOJIeHOI MOJeNi MIBUAKOCTEH peakiii, 1o
nepediraroTh, Bill TEMIIEPATypH | KOHIICHTPAIlil pearcHTIiB i MPOAYKTiB. 30UIbIICHHS KOHIIEHTPAIi{ aMiaKy Tpu3-
BOJIUTH JIO0 POCTY MIBHIKOCTI Horo okucHeHHs. LIIBuaKicTh yTBOpeHHS Nj 30UIBITY€ETHCS CHIIBHIIIE, HiXK IIBU-
kocti yrBopeHHs N,O i NO. JlocnimkeHHs Ha po3poOJIeHOMY KaTali3aTopi MOKa3alu, IO BiNOBITHO A0 TOPS -
KiB peakiiif, mpu 30inbpleHHI KoHueHTpanii NH; 30inbiyerbest cenekTuBHICTh MO N, 1 3HUKY€ETHCS CEJNEKTHB-
HicTh 110 N,O 1 NO.

3 TemmepaTypHUX 3aJexKHOCTel mBuaKocTel peakuiii Ha Mn-Ni-Bi-Li-O karamizatopi BU3HA4YeHO eHeprii
aktuBarii: 89,7 xJlx/mMons (NHz—>N,0), 76,3 kJIx/mMons (NHz—>N,), 96,3 k/[x/Moiae (NH3—NO). Ockijabku
eHeprii aktuBanii yrBopeHHs N;O i NO mepeBHIIYIOTh eHeprii akTuBamii YTBOPeHHS N, TO CIIOCTEPIraeThes
3pocTaHHs celNeKTUBHOCTI Mo N,O i3 miIBUINEHHSIM TeMIepaTypu. 30UTBIICHHS KOHIICHTPAIii KUCHIO MIPHU3BO-
JIUTH JIO POCTY LIBHJKOCTI OKMCHeHHs amiaky. IIpu mpomy mBuiakocti yrBopeHHs N 1 N,O 30inbinyroThest, a
mBUAKICTh yTBOpeHHs: NO 3HMKYETBCS, 1 TOMY 3pOCTae cesieKTHBHICTh 10 N,O. 30iblleHHs] KOHIEHTpaLii ami-
aKy, y CBOIO 4epry, MPU3BOAMUTH IO POCTY MIBHUAKOCTI HOTO OKMCHEHHS. OCKIUIbKY MIBUIAKICTH YTBOpeHHS N, 30i-
JBITYETHCS pi3Kilie, HiK MBHUIKICTH YTBOpeHH: HiTporeH (I) okcnay, ceneKTuBHICTB 0 NyO 3HHKYETHCS.

OCKUTBKH OZHUM 13 TIPOIYKTIB peakiiii € Boga, To Oymno gocmimkeHo BB H,O Ha ceneKTUBHICTH KaTaii3a-
TOpY TIpH BapiroBaHHI KoHIeHTpanii Boan Big 0 1o 30% mpu He3MiHHIA KOHIIEHTpAIlii amiaky. 3aleXHICTb cene-
KTHBHOCTI po3pobnenoro Mn-Ni-Bi-Li-O karaniszatopy Bia KOHIEHTpALii BOAX B peakUiiiHiil cyMilni npu pisHUX
TeMIiepaTypax HaBeJleHO Ha puc. 3(a). Y miana3oHi KOHIEHTpalid Boau 5+25% crynine neperBopeHHs 10 N,O
pocTe i3 3pocTaHHAM KOHLEHTpAIl BOJH, 110 XapaKTepU3yeThCsl BUCOKOIO ceneKTUBHICTIO 1o N,O (92,5+93,5%)
1 HI3BbKOK cenekTuBHICTIO o NO (He Buie 0,1+0,2%) npu 600+610 K.
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Pucynok 3 — 3anexHicts cTymneHs neperBoperts 10 N,O Ha karanmizaropi Mn-Ni-Bi-Li-O:
a — Bin xoHIeHTpamii B cyminn Boau: 1 — 610 K, 2 — 600 K, 3 —590 K;
6 — Bif miHifHOT mBUAKOCTI: 1 — HagmuIok O,, 2 — HagHIoK NHj

JocinimkeHHs] KIHETHKH MPOLeCy MOKa3ayu, MO0 30UIbIICHHS KOHIEHTPALil BOJM MPUBOIUTH 10 3HIKCHHS
3arajbpHOI IIBUJIKOCTI OKMCHEHHS amiaky, NMPpH LbOMY BOJAA 3MEHINYE OUIBLIOI MIpOI0 IIBUJIKICTH YTBOPEHHS
HiTporeny, Hix HiTporeH (I) oxcuay. CriBBiTHOIICHHS IIBUAKOCTEH 00YMOBIIIOE PICT CENEKTHUBHOCTI MO HITPO-
reH (I) oxcuny 3 pocrom koHueHTpaii Bogau. OCKiJIbKH 3 pOCTOM KOHBEpCii amiaky KOHIEHTpaIlis aMmiaKy 3MeH-
IIYETHCS, & BOJM — 30UIBIIYETHCS, 1€ CIIPHUSE POCTY celieKTUBHOCTI o N,O Ha po3pobiieHOMY Kartamizatopi Mn-
Ni-Bi-Li-O. Orxe, Boa raibMy€e HIBUAKICTh OKHCHEHHS aMiaKy i CIPHSE 3pOCTAHHIO CEICKTUBHOCTI MO HITPO-
red (I) okcuny.

PesynbraT mOCTiIKEHHS 3aJIeKHOCTI CeNeKTHBHOCTI 1o N,O Bif JiHIHHOT MIBUIKOCTI ITOKa3aJH, III0 BIHCOKA
cenekTuBHICTH 10 N,O crocTepiraeTbes y BiTHOCHO HEBEIMKOMY Jiana30Hi JiHIHHIX mBuUAKocTeH (puc. 3(0)).

3anexHicTh koHBepcii NHj i cenexTuBHOCTI 1o N,O Bix 4acy KOHTAaKTY IOCIIIKyBajach B IIMPOKOMY Jiaria-
30HI TemmepaTyp. Yac KOHTAaKTy BapilOBaj W MUIIXOM 3MiHM HaBilIeHHS Kartaiizatopy. JOCHiIKeHHS BILTUBY
yacy KOHTaKTy (puc.4) mOKasajd, IO 3 POCTOM 4Yacy KOHTAaKTy KOHBEpCis aMiaKy 30UIBIIYE€THCS, YTBOPEHHS
N,O 3pocTae, TOl K KOHLUEHTpPALs a30Ty 3aJHIIAETHCS MPAKTUYHO HE3MIHHOIO, MMOJaJIbIle 301IbLICHHS Yacy
KOHTaKTy MaJIo BIUIMBA€E Ha CTYMiHb NepeTBopeHHs 10 NO B 10CiiPkeHOMY Jliaa3oHi TeMieparyp.

o, % C(N,)
100/ (1) NH,
90+ (2)N,O
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50+ . ' ' ' '
00 03 06 09 12 15 00 04 08 12 16 20
’ ‘ N ' ’ T, C
a o
PucyHoK 4 — 3aneHOCTI: a — cTymeHi nepeTBopeHHs 10 N,O i 3araisHOro CTyneHs neperBoperHs NHj
npu T = 610 K; 6 — xonnentparii N, va karamizatopi Mn-Ni-Bi-Li-O Bix uacy koHTakTy

Ha mizgcTaBi npoBeaeHUX AOCIIKEHh BU3HAUCHI ONTHUMAJIbHI YMOBH ITPOBEACHHS MPOIIECY ISl pO3POOIICHO-
ro karamizatopa Mn-Ni-Bi-Li-O: Bucoki KoHIIeHTpaIlil KNCHIO 1 BOJH i HU3bKa KOHIEHTpallisi NHs, TeMneparypa
590-610 K. IIpuHUMIIOBHI XapakTep OTPUMAaHUX 3aJIEKHOCTEH KOPEJIoe 3 JiTepaTypHHUMHU AaHuMu [4-8], ane
cenekTuBHiCTH Mo HiTporeH (I) okcuay po3pobienoro karamizatopa Mn-Ni-Bi-Li-O 3HauHO BuIlle MpyU MeHMIi
cenektuBHOCTI 1o HiTporeH (II) oxcumy.

BucHoBku. TakuM 4UHOM, OJIEpKaHI PE3yJIbTaTH CBIIYATh, 10 PO3POOIICHHUI KAaTaIi3aTOP XapaKTePHU3YETh-
Cs1 BUCOKOIO akThBHIicTIO, IpH T = 590+610 K crynins nepeTBopeHHs 1o amiaky ckianae 99,4+99,6%. Busnaue-
HO YMOBH, IIPH SKUX Ha po3pobieHoMy kartanizatopy Mn-Ni-Bi-Li-O pocsiraetbcst MakCHMalbHa CENEKTHBHICTD
o 1ikoBOMY MPoayKTy N,O (92,5+93,5%) 1 minimanbna mo NO (0,1+0,2%): mammumok O,, C(H,0) ~25 06. %
B ra3oBiit gasi, T = 600+610 K, gac xoHTakTyBanss ~1,2 c.
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MCCJIIETOBAHUS KHHETUYECKNX 3AKOHOMEPHOCTE HU3KOTEMIIEPATYPHOI'O
OKUCJIEHUSI AMMUAKA J10 N,O HA Mn-Ni-Bi-Li-O KATAJIU3ATOPE

It pa3pabotku TexHonoruu nojaydenus NoO CeeKTHBHBIM KaTaJIUTHYECKUM OKHCICHHEM aMMHaKa H3yde-
Hbl KHHETHYECKHE 3aKOHOMEPHOCTH JIJISi BEIOOpA ONTHUMANBHBIX YCIOBHUU MpOBeleHus mpoiecca. OnpeneneHsl
YCIIOBHSA, MPH KOTOPBIX JOCTUTACTCS MaKCHMalbHas CEJICKTHBHOCTH pa3paboTaHHOro katamuzatopa mo N,O
92,5+93,5%, u MuHEMabHas ceneKTUBHOCTH 1o NO 0,1+0,2% mpu korBepcun NH3 99,4+99,6%.

Bliznjuk O.N., Savenkov A.S., Ogurtsov A.N.

KINETIC RELATIONS STUDY OF LOW-TEMPERATURE AMMONIA OXIDATION TOWARD N,O
ON Mn-Ni-Bi-Li-O CATALYST

Kinetic relations of low-temperature ammonia oxidation toward N,O on catalyst Mn-Ni-Bi-Li-O were stud-
ied for determination of the optimal conditions of a new technology of inexpensive N,O production . Depend-
ence of the activity and the selectivity of the catalyst Mn-Ni-Bi-Li-O on different technological parameters were
investigated. The selectivity to nitrous oxide and nitrogen oxide reached 92,5-93,5% and no more than 0.2%,
respectively, at 99,4+99,6% conversion of ammonia.
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