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AKTYanbHOCTb paboTbl 00y Cr10B/1eHa HEOOXOAMMOCTBIO Pa3BUTHS COCODOB OYMCTKM KUCITbIX YIIEBOAOPOAHBIX ra30B OT CePOBOAOPO-
233 A8 VX IOArOTOBKM K nepepaboTke um TpaHCopTPOBKE B YCIOBUSX HEGTEra30BbIX MPOMbICIIOB.

Llenbto paboTbi A819€TCS 13yqeHUe 3aKOHOMEPHOCTEN YAaneHus CepoBOLOPOAa 13 MeTaHa 1 MponaH-byTaHoBoy cMecy ¢ obaBkamu
KUCTI0POAa, YrekKNTIoro rasa C MCrob30BaHNEM OAHO- 1 ABYXOapbePHOro Nna3mMoXMMMYecKx peakTopos B 6apbepHOM paspsae.
MeTtozabI nccnegoBaHus: razoBas XpoMarorpachus, XpoMaTo-Macc-CnekTpoMeTpus, VK -CnekTpocKonms, SNeMEeHTHBIV aHamms3.
Pe3ynbTatbl. VI3ydeHbl 3aKOHOMEPHOCTI M1a3MOXUMUYECKON KOHBEPCUM CEPOBOAOPOAA B METaHE M npornaH-byTaHOBOM CMecH B
bapbepHoM paspsae ¢ 40baBKaMu KUCIOPOAA, YIIeKMCIOro rasa. YCTaHoBEHO, YT OCHOBHBIMM ra3006pa3HbIMY MPOAYKTaMu pespa-
LLEHMS CMecev CepoBOAOPOAA C METaHOM /MponaH-byTaHoBOV CMEChIO C Jobaskov kucioposa, CO, ABASIOTCS BOAOPOA, YriieBOROPO-
Abl G+, OKCuAbl yrnepoaa v MetuimepkantaH (mpy 406aBeHnn yrnekucaoro raza 06pasoBaqne MeTUAMEPKaNTaHa He Habmoaaertcs),
Ha 3nekTpogax peaktopa obpasyercs Aeno3nt. ObHapyxeHo, 4To npu JobaBaeHM KUCIOPOAa K CMecu MeTaHa ¢ CepoBOAOPOAOM 3a-
BUCUMOCTb KOHBEPCUM CEPOBOAOPOAA OT KOHLEHTPALMM KACTIOPOAA MMEET SKCTPEMaslbHbINA XapakTep. B ciyyae ¢ nponaH-6byTaHoBou
CMeChi0 06aBKa KMCIOPOAA MPYBOANT TOMbKO K CHUXEHMIO KoHBepcum HyS. Mpum fobasneHmn CO, K yrneBofopoaHbIM razam B 060omx
CIYYanX NPOUCXOANT POCT KOHBEPCUM CEPOBOAOPOAA. YCTaHOBIEHO, HTO SHEPro3aTpaThl Ha 06paboTKy cMecer MeTaHa C CepoBO[OPO-
[I0M C fobaBKkaMu KUCTIOPOAA U yriieKUcoro rasa Bbile, Yem 6e3 1obaBok. [obasneHue CO, K cEpoBOAOPOAY Y MponaH-byTaHoBow
CMECY NPUBOAMT K CHUXEHMIO SHEpro3arpart, a obasneHue O, = K yBenm4eHuio. ViccnenosaH 0bpa3yoLmica Ha JeKTPOAax peaktopa
ZenosuT. B ero coctaBe 0bHapyXeHbl MOAMCYTb@ULbI IMHEIHOMO 1 LMKINYECKOro CTPOEHMS, @ TakKe CYlb(DOHbI. V3y4yeHbl KiuHeTude-
CKMEe 3aKOHOMEPHOCTY M1a3MOXMMUHYECKO KOHBEPCUM CEPOBOAOPOAA. Ha OCHOBaHMM SKCTIePUMEHTANbHBIX, IATEPATYPHBIX AAHHBIX U
pe3ynbTaToB TEOPETUYECKMX PACHETOB NPEAIOXEH MEXaHN3M peakumy. MexaHu3M BKIIOYaeT peakLmm MHULMMPOBAHMS 3NeKTPOHaMM
6apbepHOro paspsaa NCXOAHbIX MOSIEKYJT YINeBOZOPOAOB U CEPOBOAOPOAA C 06pa3oBaHMeM aTOMapHbIX BOAOPOAA v kucropoaa, SH u
anKubHbIX Pagukanos. anbHenme npespaLieH1s 06pa3oBaBLLMXCA HacTUL MPOUCXOAAT MO PaAMKabHO-LEMHOMY MexaHu3My npe-
VIMYLLIECTBEHHO [0 NMOMACYIbPUAHBIX CORAUHEHMM C KOHLEBBIMM afIKTbHBIMI 1 KUCTIOPOACOREPXKALUMMI TPYNNaMMY.

KnioueBvble cnoBa:
[1nasmoxummdeckasl KOHBePCUS, CEPOBOLAOPOS, ra3000pasHbie asikaHsl, METaH, MponaH-6yTaHoBas CMECh, KUCIOPOL, YINeKUCTbIV a3,
6apbepHbIvi pa3psa.

BeepeHune BOZIOPOJIa TIPMBEJIET K HEXKeJaTelbHOH TIy0oKoi me-

JlurepaTypHble JaHHBIE HOCIeIHUX AecsaTuierui  CTPYKIMA yINIEBOLOPOJOB. Ucnonp3oBanue KOPOHHO-
[IOKA3hIBAIOT 3HAUMTEJBLHBIN HMHTEpec uccaegosare- TO0H bapbeproro paspsazos (BP) obecneunsaer MeHee
Jieif K MIasMOXMMUYECKUAM MeTOaM KOHBEPCHUH cepo-  “KECTKHE yCJIO0BMA IPOTeKaHNA IIporecca. [Tonasusio-
BOJIOPOJA IIPEUMYII[ECTBEHHO C I[eJbI0 MoaydYeHns Bo-  LLI€e OOJIBIIMHCTBO CYIECTBYIOIUX PaboT 1o pasio-
nopoga u cepsl [1-11]. BaMeTHbIe ycIexu B aToM Ha-  “KEHHIO CepOBozopofa B BP u KoporHOM paspsje BEI-
npasienny 6oty gocrureyTsl B CCCP, rae Texmomo- — IOTHEHO C MCIONB30BAHUEM 0aJTacTHBIX rasoB — Ar,
rus ¢ uemonbsoBarueM CBU-paspsaza ompoGosana B He, Hy Ny, 0, [6-11]. Haiizenst TonbK0 2 paGoTs 0
npoMbIIUIeHEOM Macinrade [1]. Takske ofHagexu- YAQIEHHIO CePOBOZOPOja U3 MeTaHa i Guorasa B BP
BAlOIMe Pe3yJbTAThl IOJYUYEHBI C KCIOJIb30BAHUEM [6, 11]. 3’1‘1/1)5 MaHHBIX HENOCTATOMHO IJIA OUEHKH
IPYTUX BUJIOB HJEKTPUUECKAX DA3PANOB, HampuMep UIPAKTHUECKON MEPCIEKTHBHOCTH NPAMOI OYMCTKH
TJIEIOINET0 Pa3psaaa HUSKOI0 TaBJIeHU, CKOIb3SAIIEr0 YTJIeBOZJOPOIHBIX I'a30B OT CEPOBOAOPOAA C MCIIOJb30-
nyrosoro paspaza [1-5]. Oxmako, Kax u B mpomecce  BaHueM BP. B ceasu ¢ orum paspaborka cmocoba ya-
Kiaayca, sTu MeToabI TPeOYIOT IPeABAPUTEILHOIO BbI-  JIEHUA }-IZS U3 YrIeBOAOPOJLOB ABJIAETCA aKTYaJIbHOU
JeJIeHHs] CePOBOZOPOJa M3 IOTOKA YIVIEBOLOPOAHOro — SaAade.
CBIPbS. 3aUacCTy0 9TO SKOHOMUYECKH HeleIecoodpas- Panee Hamu Oblna NOKasaHa NPUHIUNNANbHAA
HO WJIX OIPAaHNYEHO TeXHUUECKUMMI BO3MOKHOCTsIMY,  BOSMOMKHOCTD yAaJIeHNA CEPOBOLOPOLA M3 METaHa M
B UACTHOCTY U3-32 YAAJIEHHOCTH IIPOMBICJIOB OT mepe-  IPoman-6yranosoit cmecu (IIBC), naiigensl ycnoBus,
pabaTHIBAIOINKX 3aBOJ0B. IIprMeHeHe STUX METOLO0B obecreunBaomye BHICOKYI0 d(PEKTUBHOCTD IPOLieC-
JJIs IPSIMOM OUMCTKY YIJIEBOLOPOLHBIX ra30B OT cepo-  Cd, TIPUBOAAIINE K 00pa30BAHNIO [IEHHBIX OPraHuye-
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ckux mosucyabpunos [12, 13]. B mannoii pabore
IIPeICTaBIeHbI Pe3yJIbTAaThl MCCIENOBAHUA IIpPOIlecca
ounctku Metana u IIBC oT cepoBojopoga moj Jeii-
crBueM BP ¢ mobaBKamMu KUCJIOpOAA U YIJIEKUCJIOTO
rasa. IlosyuenHble JaHHBIE HEOOXOAUMEI TIPU paspa-
00TKe ILJIA3MOXVMWYECKUX IIPOIECCOB OUMCTKU IIO-
IyTHOTO He()TAHOTO ra3a OT CePOBOAOPOAA C BHICOKHAM
colep:KaHueM YTJIeKUCJIOro rasa, a TaksKe Omorasa —
TIePCIIEKTUBHOTO CHIPhS IS aJbTePHATUBHON SHEPTe-
Tuku [14, 15].

MeTtopuyeckas yactb

OKCIepUMeHThl IIPOBOAUIM Ha JabopaTopHO
yCTaHOBKe, KOTOpas IOAPOOHO ommcaHa B paboTax
[12, 13]. Ucnonps30Banuch fBa THUIA IJIa3MOXUMUIYe-
CKUX PEaKTOPOB: 0HOOAPHEPHBIN C MIAHAPHBIM pac-
TIOJTOKEHMEM DJIEKTPOOB ¥ KOAKCHAMBHBIN ¢ IBYMS
IuseKTpudecKuMu 0apbepaMu. KoHCTPYKINS OLHO-
0apbepHOTO PEaKToOpa IPefyCMATPUBaNa BO3MOMK-
HOCTH PeruCTpaIy SMACCHOHHEIX cIIeKTpoB BP omTo-
BOJIOKOHHBEIM crieKTpoMeTpoM AVASPEC 2048.

Bo Bcex sKcmepuMeHTax TeMIepaTypa CTeHOK pe-
akTopos cocrasisaia 20 ‘C, masmenue — aTmoc(epHOe,
BpeM KOHTAKTa MCXOTHOHN rasoBON CMeCH ¢ paspsj-
HO¥ 30HO# peakTopa — 13,6 ¢ A 000MX THUIIOB Peak-
Topa (pacxon cMmecd s OXHOOAPHEPHOrO PeaKTopa
55 mu/MuH, #ada aByx6apbepHOro — 36 mu/Mum).
ITpu npoBeneHNM KcCAeTOBAHMI MCIOIL30BAH METaH
(uucrora 99,99 % ) u IIBC cocrasa: mpomau 64 % 00.,
oyran 10 % 06., n3obyran 23 % 006. HauampHas KoH-
IeHTPaLua cepoBogoposa — 3 % o0.

TunuuHble OCIUJIIOrPAMMBI BBICOKOBOJBTHBIX
IMIYJIbCOB HANPS:KEHUS M BOJBT-KYJOHOBCKAsd Xa-
paktepuctura (BKX) mpusemens! Ha puc. 1, 2.
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Puc. 1. Tunn4Hele OCUMIIOrPaMMbl MMIYIbCa HAMNPSXeHUs v
ToKa bP
Fig. 1. Typical oscillograms of voltage pulses and barrier

discharge (BD) current

Ha BBICOKOBOJILTHBIH 9JIEKTPOJ] PEAKTOPAa IOAA0T-
¢ (opMHUpyeMble FeHepaTOPOM BHICOKOBOJILTHEIE M-
IYJICHl HATIPSAMKEHUSA [epeMeHHOH MOJIAPHOCTH (aM-
mautyna go 10 kB, wacrora cinegosauus 1o 2 k') B
BUJe 3aTyXawmux KojaebaHui mpubIU3uTeNbHO CH-
HycoumaabHoN (opmel (puc. 1). JlekpeMeHT 3aTyxa-
HUA KoJie0aHuil B OCHOBHOM OIIpeJeNsdeTcs BHYTPeH-

HUMHE ITOTePAMY SHEPTHH B 3JIEKTPHUUECKO CXeMe Te-
HepaTopa, BEIXOAHON UMIIEeaHC KOTOPOT0 3HAUNTEIh-
HO IIPeBBINIAET UMIeaHC Harpy3Ku (peakTop). B mpo-
MeKYTKaX MKy UMIYJIbCaMU HAPAKEeHn KoJieba-
HUS TPAKTUYECKHU TIOJHOCTHIO 3aTYXAal0T, a OCHOBHAS
9HEPTU BBOJIUTCS B Pa3PsA[ Ha IEPBOM TIEPHOIe KoJre-
OaHuil HAIPAKEHN.

AxTuBHyI0 MomHOCTh paspana (W) paccuuThbiBa-
JI¥ 110 hopMyJIe

w=f-E, 1)

rae f — yacTora MOBTOPEHNS UMITYJIbCOB HALIPSMKEHUA
(Tm); E — sneprusa ([{)x) 3a 0[uH UMIIYJIbC HATIPAXKE-
HudA, paccunTanHas Ha ocHoBauuu BKX (puc. 2).
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Puc. 2.  Tunn4Has BOJbT-KY/TOHOBCKAas Xapakrepucrvka bP

Fig. 2.  Typical BD Lissajous figure

AxrusHasg mougHOCTh BP 1151 oqHOGApHEEPHOTO pe-
akropa cocraBuna ~ 15 Br, ana pByxbapbepHOToO
~ 5-9 BT B 3aBHCHMOCTH OT COCTaBa MCXOJHOHI Iaso-
BOY CMecH.

Ananus ncxomHoi u 06pab0TAHHOM ra30BEIX CMe-
cell BBIMOJIHEH Ha ra3oBoM xpomatorpage HP 6890,
000PYI0BAHHOM JETEKTOPOM II0 TEIJIOIPOBOIHOCTH C
MCII0JNIb30BaHNEM HAaOMBHOW KOJOHKY (IJIuHA 3 M, TH-
aMeTp 3 MM, cOpOeHT — mopamak QS), B M30TepMUUe-
ckoMm pesxume. TeMmepaTypa KOMOHKM IJI CIydas C
mertanoM — 70 °C, B ciyuae IIBC — 120 °C, ras-nocu-
TeJb — reauii. Bogopos mpoaHanIu3upoOBaH € UCIIOJb-
30BaHMEM HaOWBHOU KOJIOHKHW (IyvHA 1 M, fuamMerp
3 MM, COpOEHT — MOJIEKYJISAPHOE CHTO C IHAMETPOM
mop 5 A). Temneparypa konorku — 40 °C, ras-HocH-
TeJb — aproH.

NpentTuduranusa rasoo0pasHbIX TPOAYKTOB BHI-
IOJTHeHA IyTeM CPaBHEHUS BPeMEH YAeP:KUBAHUS UH-
TUBUIYAJIbHBIX BemiecTB. KoludyecTBeHHBIN aHAJIN3
ra3o00pasHbIX IIPOAYKTOB B IIOCIEPEAKIIMOHHON Ia30-
BOI cMecH TIPOBEEH € MCIIOJb30BAHUEM MeTOJa HOp-
MUDPOBKHK C Yy4eTOM IIOIIPABOYHBIX KO03(()ALMEHTOB
YYBCTBUTEIBHOCTH JIETEKTOPA K KOMIIOHEHTAM aHaI M-
3UpPyeMOii cMecH.

Obpasyroouuiica Ha JIeKTpoJaxX PeakTopa AeI03UT
usyuen merogamu sjementHoro ananusa (CHNOS
agaausaTop Vario EL Cube), UK-cnexrpockomnuun
(AK-cnextpomerp Nicolet 5700 FT-IR), xpomaTo-
Macc-CIeKTPOMeTpuu (XpoMaTo-Macc-CIeKTPOMETD
Thermo Scientific DFS).
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Pe3ynbTaTbl 1 Ux oGcyxaeHne

Ha puc. 3 mpuBesieHa KOHBEpPCHs CEPOBOZOPOAA B
cmecsax ¢ meranoM u I[IBC ¢ nobaBkamu Kucaopoga u
YIJIEKHCJIOrO rasa.
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Puc. 3. KoHBepcus ceposofoposa B cMecsx ¢ meraHom v [16C ¢
nobaskamu kvicnoposa v COs: a) cMecy MeTaHa ¢ cepo-
BofopoaoM, AByxbapbepHbivi peaktop; 6) cmecy M6C ¢
CepoBOAOPOLOM, 0BHOBAPLEPHBIN PEaKTOP

Fig. 3.  H,S conversion in mixtures with methane and liquid pet-

roleum gases (LPG) with additions of oxygen and CO:
a) methane-H,S mixtures, two dielectric barrier reactor;
b) LPG-H,S mixtures, one dielectric barrier reactor

Bugno, uto mobaska CO, K yIiIeBOZOPOISHEIM Ta-
3aM B 000X CAy4asx OIPUBOJUT K YBEIUUEHUIO KOH-
Bepcuu cepoBopopoga. s IIBC usmenenne KoHBep-
cuy Hambosiee 3HAUUTEILHOE. YBeJIWUYEHUE KOHIIEH-
rpanuu CO, B ucxoaHoit cmecu 10 15 % 00. mpusoguT
K POCTy KOHBepcuu cepoBozgopoga ¢ 60 1o 98 % o0.
B cayuae ynanenus cepoBozopo/ia 13 MeTaHa ¢ [00as-
koit CO, KOHBEepCHS CepOBOJIOPOA YBEIMUMBAETCA JI0
~96 % o0.

IlobaBienue Kucjaopozaa B cmechk IIBC ¢ cepoBojio-
POJZIOM IPHUBOJMT TOJBKO K CHIMKEHNIO KOHBEPCHUH II0-
cirepuero ¢ 60 o 30 % 06. B cayuae ¢ MmeTaHOM BHa-
yaJjie HabJII0aeTcs HeOOIIION POCT KOHBEPCUHU CEPO-
Bozopoza 10 ~ 96 % o00., ganbHeiilee yBeJIuueHNE
KOHIIEHTPALlMY KUCJI0POJa B UCXOQHOM CMeCH IMPHUBO-
IUT K CHIKEHUI0 KOHBEPCUH 0 MCXOJHBIX 3HAUCHUIA.

Ha puc. 4 mpuseseH cocras razoo0pasHBIX IIPO-
IYKTOB PeaKI[My Ha IpUMepe cMeceil MeTaHa ¢ CepPOBO-
JIOPOJOM ¢ J00aBKAMU KHCJIOPOZA B Pa3IMUHON KOH-
IIeHTPAI}H.

HaGromaeMbIil poCT CyMMapHO# KOHIIEHTpAIliH
OKCH/IOB YIJIepOJia B MPOAYKTAX PeaKluy CBUIETEIb-
CTBYeT 00 MHTEHCHBHOM OKMCJIEHIN METAHa, YTO KOC-
BEHHO IIOATBEPIKAAETCSA CHIKEHNEM CYMMAaPHOH KOH-
IeHTpanuy yrieBogoponoB C,. u Bojgopoma. JKCTpe-
ManbHasd GopMa 3aBUCHMOCTH KOHBEPCHUHU CEPOBOJIO-
poia OT HauaJbHOU KOHIIEHTPAINU KUCJIOPOJA B HC-
XOMHOHN cMecH 00YCJIOBJIEHA PeaKIUIMH OKHCIEHUS
MeraHa. [Ipy HAUAJTBLHON KOHIIEHTpAIIMY KUCIOPOAA
6osee 30 % 006. IMpoIECCH OKMCICHNA MeTaHa HAUM-
HAIOT IpeobafaTh Haj IPOIecCcaMy, MPUBOLAIINIMA
K JIECTPYKIIMHU CEePOBOOPOZa. B ciyuae ynanienus ce-
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posogopoza u3 [IBC ato mposBasercs 6ojiee ABHO, II0-
CKOJIbKY KoMmoHeHThl IIBC oKMCaAI0TCA 3HAUNTEb-
HO Jierye MeTaHa, YTO CPasy IPUBOJUT K CHIKEHUIO
KOHBEPCHUM CepPOBO0pOa IPH A06aBIEHUN KUCIOPO-
Jla B ICXOIHYI0 cMech (puc. 3). Bosee moxpobHo Mexa-
HU3M yIaJeHus cepoBogopoga us merana u IIBC 06-
CYKIEH HUKE.
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Fig. 4. Composition of gaseous products in the H,S-methane

mixture with oxygen addition

Heobx0a1M0 0TMETHTB, UTO IIPX 00PabOTKE CMeCH
MeTaHa ¢ CePOBOZIOPOJIOM ¢ J00aBKaMu KMCI0pOa Ha-
Osroaercs odpasoBaHye MeTHIMEpKanTasa 10 3 % o0.

ITpu nobaBIeHNM YIIEKUCIOTO Ta3a B CMECh MeTa-
Ha C CepOBOZOPOOM HaOMIOZAeTCA MOX0:KaA TeHIeH-
1ud (puc. 4) — cogep:ranue yriaeBogoponos C,. 1 Bomo-
pola B MPOAYKTaxX peakiuu cHukaercd. [Ipu satom B
ToCJIePeaKIMOHHbIX ra3axX OKCHUIBI CePhl X METUIMED-
KaITaH TaKKe He 00HAPYKeHbI, YTO HATJIATHO JeMOH-
CTPUPYET TPEMMYIIeCTBO TaHHOTO CI0Co0a OUMCTKU
YTJIEBOJIOPOAHBIX Ta30B OT CEPOBOAOPOa B CPABHEHUH
C TPAAUIMOHHBIMY METOLAMH.

Ha puc. 5 mpuBefeHbI HEPro3aTparhl Ha yaaJe-
Hue cepoBojopoza us Merana u [IBC B mpucyTcTBun
KHUCJIOPOJia, YTJIEKNCJIOTO rasa.

Bupto, uTo 1o6aBKa KMCI0POA U YTIIEKUCIIOTO Ta-
3a K CMecd MeTaHa C CEPOBOOPOLOM BO BCEX CAYUAIX
IIPUBOJUT K IIOBLIIIEHNIO dHEpro3arpar. MeHee Bcero
Ha 9HEProsaTpaThl BIUAET H00aBKA YIJIEKUCJIOTO ra-
3a, CII0COOCTBYS MX HEBHAUUTEIHHOMY MOBBIIIIEHHIO €
52 no 71 kB-u/kr, a B cayuae ¢ IIBC - k cymiecTsen-
HOMY X cHIKeHuo ¢ 165 10 82 kB-u/xkr.

Heob6xoquMo HAOMHMTBH, UYTO AKTHBHAA MOII-
HOCTb Pas3psja B AByx0apbepHOM PeaKTOpe COCTABIIA-
aa 5-9 Br, a B ogaobapbepaoM ~ 15 Br.

CpaBHeHMe dHEpPro3aTpaT Ha yaaleHue CepPOBOMO-
pojia B 3TUX PEKTOpaX MOKA3bIBAET, UTO BEIOOD ABYX-
0apnepHOro THIA peaKkTopa 0ojiee IPEAIOUTUTENICH
I nanbHeliel paspaboTKy MeToza.

B mporiecce yaaenus cepoBOIOpoja U3 MeTaHa H
IIBC na cremxax peaxTopa oOpasyercs aemo3uT. Ha-
MU OBLI MCCIEJOBAH €ro SJIeMeHTHHIH cocTaB. BuLIo
YCTaHOBJIEHO, UTO JeMO3UTHI, OJIyUeHHBIE B aTMOChe-
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pe merara u [IBC ¢ go6asxoii 3 % 06. cepoBogopoza,
HMEIOT ONMM3KMI 2JeMEeHTHBIH COCTaB M COJep:KaT
yriaepoga 26 % wmoi., Bogopoja 58 % MoJI., cephl
16 % wmou. Bricokoe comepsramue BOLOpoga MO3BOJISA-
€T OTHECTH MX K MSATKHM IOJHMepPaM K3 aMOP(HOro
rugporenusupoBanuoro yraepoaa (a—C: H), obmazgazo-
UM HU3KO0H miotHocThbio [14]. Ilpm amanmse 3.-
€MEHTHOTO COCTaBa JEIO3WUTa, 00Pas3yIOINerocs MIph
yIaNeHu: CePOBOJOPOA U3 MeTaHa ¢ J00aBKaMM KH-
CJIOPOZIa ¥ OKCHIA YIJIepoa, MoJIyueHbl Ou3KIe 3Ha-
yeHud cogep:ranusa saemenTos C: H: S.
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Puc. 5. SHeprosatpartbl Ha yaaneHve cepoBofopoaa 13 cmecev

¢ metaHom u [16C ¢ pobaskamu kucrnopoga u COy:
a) cMecu MeTaHa C CepoBO[OPOAOM, ABYXOAaPbEPHbIV
peakTop; 6) cmecu [16C ¢ CEPOBOBOPOSAOM, O[HO-
6apbepHbIvi peakTop

Fig. 5.  Power consumptions for H,S removal from mixtures with

methane and LPG with additions of oxygen and CO;:
a) methane-H,S mixtures, two dielectric barrier reactor;
b) LPG-H,S mixtures, one dielectric barrier reactor

JIloCTOBEPHO OIPENENUTh COAEPIKAHIE KHUCI0POJa
B JIETIO3UTE HE yJAeTcs, MOCKOJbKY OH MHTEHCUBHO
OKHCJIAETCS U TOCJIe N3BJIeUeHNs 13 peakropa. [Ipex-
CTaBJIEHVE O JUHAMWUKE OKWCJIEHUSA JIETI03NTA U3 CMe-
cu mertan/IIBC—cepoBozopox (3 % 00.) MOXKHO mOTY-
YUTh HA OCHOBAHWY M3MEHEHWS WHTEHCHBHOCTU IIO-
soc moruiomiennda B K-cnexkTpax 0o0pasmos, 3amucas-
HBIX B Pa3HOe BpeMs [OCJIe NX U3BJICUEHNS U3 PEaKTO-
pa (puc. 6).

BugHo, 4TO € TEUEHVEM BPEMEHU B CIIEKTPE YBEJIH-
YMBAETCA MHTEHCUBHOCTD MOJIOC TIOTJIOMEHN A, XapaK-
TEPHBIX [IJIA T'UAPOKCUJIbHOHN, CYJIb()OKUCIOTHOM,
cyIbGOKCUTHON, CYIBQOHHOM IPYNI, YTO CBUIETED-
CTBYET O 3HAYUTEIBHOM KOJUYeCTBe Je(eKTOB B MO-
JIEKYJISIPHOW CTPYKTYpe JAEeI03UTa, MPENMYIIeCTBEH-
HO cBA3aHHBIX ¢ paspeiBoM C—C u C—H-cBaseit, KoTo-
pble CTUMYJIMPYIOT TPOTEKAHNE PEAKIIAN OKMCICHU
Ha IOBEPXHOCTH ¥, BOSMOKHO, B ero o0beme. Taxue
SBJIEHUA OOBIUHBI JJIA TOJBKO UTO TONyUeHHBIX a—C:
H-marepuanos [16-18].

[TonyueHHBIN IPM OUYMCTKE YIJIEBOJOPOJHBIX Ia-
30B OT CEPOBO/IOPO/IA IETIO3UT PACTBOPSAETCS B PAJINY-
HBIX PACTBOPUTENAX (ameToH, 0eH30JI, H-TeKCaH) U
MOJKeT OBITH CMBIT CO CTEHOK PEAKTOPA ¥ 3JIEKTPOJOB.
B pesyabraTe XpoMaTo-Macc-CIeKTPOMETPHYECKOTO
aHaJIM3a TMOJYYEHHBIX PACTBOPOB OBLIO YCTAHOBJIEHO,

YTO aTeTOH ¥ OEH30J XOPOIIIO SKCTPATUPYET U3 JET0-
3UTA MOJUCYIbOUIHBIE COENUHEHNA IIUKIUIECKOTO U
JINHEIHOTO CTPOEHNS, a H-TeKCaH — IIPeUMYIIeCTBeH-
HO JuHelHoTo cTpoenus. [Ipu mo6aBiIeHUN KUCIOPO-
Ila ¥ YTJIEKHUCJIOT0 Ta3a K MCXOAHOM cMecu YIJIeBOfo-
POJIOB U CEPOBOIOPO/IA B ATIETOHOBBIX AKCTPAKTAX Je-
mo3uTa OBLIM OOHAPYKEeHBI CYJIb(QOHBI PA3IUUHOTO
crpoerud. [l cayuas ¢ nobaBkoit CO, B alleTOHOBBIX
SKCTPAKTAX [eII03UTa HAabII0JaeTCs CHUMKEeHUe Coep-
JKAHUS TOJUCYIb(QUAHBIX COSINHEHUH TUKINUECKO-
T'0 CTPOEHU, a JJIA CaIydas ¢ Z00aBKOU KMCI0PoJa — 1
3HAUUTENHHOE YMEHBIEHNE CONEPKAHIA BCeX TIOJH-
CYJIb(UIHBIX COETUHEHNH INKINYECKOTO U JTUHEHHO-
T'0 CTPOEHHUH.

100 -
95
90 ~
85 o
2 504
=
o
£ 75
o,
& 70 :
65 4 T & ¥
601 | //I\J/R-SO:-R R-50
2 ¢y, RO-SO-ORT &
55 = r] 3 C-S =
50 g5
45 T T v T T T T T v T T T v T
4000 3500 3000 2500 2000 1500 1000 500
BoaxHoroe 1mcito, CM-‘
— 10 Mum- — - 30 MuHH——— 1 cyTkm;------ 4 cyToK
100 =
95 1
90 -
« ] 6/b
SO—-
" |
5 TS
3
§
<]
@] 654
60 ;
55 ;
504
B e A B T —
4500 A000 3500 3000 2500 2000 1500 1000 500
BonHoBoE UHCIO, CM’
— 10 MunyT, - = = 30 MuHYT, = == CYTKM , ==-==== 4 cyTox
Puc. 6. VIK-CriekTpbl 4EM03u1Ta; a) CMecu MeTaHa C CepOBOAOPO-
Aom; 6) cvecn MbC ¢ ceposogopofom
Fig. 6. IR spectra of deposit: a) methane-H,S mixtures; b) LPG-

H,S mixtures

MexaHu3m npouecca

Ilng panpHENINEN WHTEPIPETANY 3KCIEPUMeH-
TANbHBIX JAHHBIX PACCMOTPUM OCHOBHBIE CTAIUU BO3-
MoxHOro MexaHuama (BM) passio:keHus cepoBogopo-
Jla B MeTaHe B MPUCYTCTBUM YIJIEKWUCJIOTO ra3a M Ku-
CJIOPOZA.

WNannuupoBanne XUMWYECKWX IPEBPAIIEHUN B
ANIEKTPUUECKUX PA3pANAX TPOUCXOAUT TIPH BOBMEH-
CTBUY 3JIEKTPOHOB Paspafia Ha MOJEKYJBl MCXOTHON
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cmecu. O6pasoBaBIIecs YaCTHUIIE HA CTALUU PA3PA-
HOTO WHUIMVPOBAHUA PEAKIUU YYACTBYIOT B HAJIh-
HeHIMUX XMMAYECKUX MPEBPAIleHNaX ¢ 00pasoBaHu-
eM CTa0UIbHBIX MPOIYKTOB.

AHanu3 moTeph dHEPTUM 3JIeKTPOHOB BP mpwm
CTOJIKHOBEHUY C MOJIEKYJIaMU MCXOJHOM CMECH TI03BO-
JIET OUEHWUTh COCTAB YACTHUI[, 00Pa30BaBINMXCA HA
CTaIu¥ DAasPATHOTO MHUIMWDPOBAHUA DEAKIUU, U
JanbHelilee HampaBJieHue ee IpoTeKanus. B rabnuie
IpUBeeHbl pacueTHbIe 3HAUEHUS IIOTePh SHEPTUU
snextponos B cmecax CH,~H,S u CH,~H,S-0,/CO, n
UX CPeIHAS SHEPrUd.

Pacuer BBITIONHEH € MCTIOJB30BAHMEM ITPOTPAMMBI
Bolsig+ [19], ceuenus paccesHUs 3JeKTPOHOB MOJIe-
KyJaMu MeTaHa B3AThH u3 [20]. B muTepaType npaxTu-
YeCKU OTCYTCTBYIOT JAHHBIE II0 CEUEHUAM BO3OYIKIe-
HUS K0Me0aTeqbHbIX U 9JeKTPOHHBIX COCTOSHHUH ce-
poBogopoza. ITosToMy 3Tu cedeHns ObLIN IOJYUEHE
KOMIUJIAINEN JUTEPATYPHBIX JAHHBIX IO TOJHBIM
CEUEHUAM PACCedHUs, YIPYTUX CTOJIKHOBEHU U HO-
Huganuu [21, 22-25]:

O-a.n(8)2O-nonﬂ(g)_o-ynp(g)_O-noﬂ(g)’ (2)
Tfle & — 9HePruA 3NeKTPOHOB, O,(€), OpulE), Oul(E),
O,os(€) — CEUEHNUS BO3OYKIEHUS DIEKTPOHHBIX COCTOS-
HU, TIOJHOTO PACCETHNUS 3JT€KTPOHOB, YIPYTUX CTOJI-
KHOBEHUI, MOHU3AIINH.

Tabmuua. [loTepy 3Heprvm eKTPOHOB B cMecax CHy—H,S u
CHy=H,5-0,/CO, 1 cpenHue 3Heprum 31eKTPOHOB
(H,S 3 % 06., 0,/CO, 10 % 06., E/N=90 Tg)

Table. Electron energy losses in the mixtures CH,~H,S, and

CH,~H,5S=0,/CO, and mean  electron
(H,S 3 % vol., 0,/CO, 10 % vol., E/N=90 Td)

energy

KaHan notepb /Energy loss channel | CH, |CH4—OZ|CH4—COZ
MetaH/Methane
KonebaHus /Vibrations 471

Bo30yxaeHne 3neKTpOHHbIX COCTOSHWI
Electronic state excitations

MoHuzauws/lonization 0,3 0,2 0,2
Ceposogopoga,/Hydrogen sulfide
KonebaHus + Bo30yxaeHwe

39,6 379

205 | 17,4 18.1

3MEKTPOHHBIX COCTOSHUM 314 | 29,6 28,1
Vibrations + Electronic state excitations

MoHuzauws /lonization 0,1 0,1 0,1

Mpununaxue /Attachment 0,04 | 0,04 | 0,04

CpepHss 3Heprus 3neKTpoHoB, 3B

Mean electron energy, eV 3.9 3.8 3.9

Bugso, uro 100aBKa KHCIOPOA M YIVIEKMCJIOTO I'a-
3a K CMeCH MeTaHa ¢ CepPOBOIOPOLOM He OKAa3BIBAET CY-
IIIeCTBEHHOT0 BAMSHUA HA CPEIHION SHEPTHI0 U pa-
CIpefie/leHre II0TePh SHEPTHU BJIEKTPOHOB IO BHY-
TPEHHUM CTEIIeHAM CBOOOIEI KOMIOHEHTOB MCXOTHOMN
cvecu. OCHOBHEIE IIOTEPH SHEPIUU 9JIEKTPOHOB IIPH-
XOAATCA Ha BO30Y:KAeHUe KoJeOaHME MOJEKYJ/Ibl Me-
TaHA B OCHOBHOM 9JEKTPOHHOM COCTOSHHUH
(~38-47 %) u ero 9JIEKTPOHHLIX COCTOAHUI
(~17-20 %). CymmapHBIe TOTepH Ha BO3OYKIEHME
Kosie0aTebHBIX U BJIEKTPOHHLIX YPOBHEH CEpOBOJIO-
pozna cocraBasgior ~28-31 % . CymmapHbIe moTepu Ha

80

MOHM3AIMIO BO BCEX CAYUAdX COCTABJAIOT He 0Oosee
0,04 %. IlomobHOe pacmpefeneHue IIOTePh SHEPIUN
SJIEKTPOHOB COXPAHSETCS U B Cydae 3aMeHbl MeTaHa
HAa MPOIaH, M09TOMY STH JaHHBIE He TPUBeIeHE! B Ta-
osute.

Iuccoruanus cepoBoopoja U3 3JIeKTPOHHO-BO3-
OysKIE€HHBIX COCTOSHUI TPENMYIIECTBEHHO IIPHBOIUT
K oOpasoBanuio SH pagukana u aToMapHOIo BOJOPOJa
[26-30]:

HS+e—> SH+H+e. 3)

NsBecTHO, uTO (hOTOAUMCCOIMATINS CEPOBOZOPOLA
IIOJ [eliCTBIEM CBeTa ¢ AJNHON BoaHEI 193,3 HM Mo-
JKeT IPUBOAUTL K 00pPasoBaHUI0 K0Je0aTeabHO-BO3-
Oy:xmennoro SH pagmkasia, KOTODBIE pasjaraeTcs
IPEMMYIIECTBEHHO 0 aTOMAPHOU CePhl B OCHOBHOM
COCTOSHUY ¥ aTOMapHOTO Bogoposa [26, 28]:

SH'— S (°P) + H. 4)

Hecmorpsa Ha To, UTO cpefHMe SHEPTHU HIEKTPO-
uoB BP B namem ciayuae nHmke B ~ 1,7 pasa, ueM sHep-
rus GoroHa ¢ anuHON Boaubl 193,3 HM (~ 6,4 3B), B
pesyJbTaTe KacKaJHOTO BO30Y:KJEHUA MOJIEKYJIBI Ce-
POBOJIOPO/Ia BJIEKTPOHHBLIM yaapoM B BP Bo3Mo:kHO
o0pasoBaHIe aTOMapPHO cephl 110 pearuaM (3), (4).

W3 Tabauibl TaKKe BUAHO, UTO IPOIECCOM PA3JIo-
JKEHU CEPOBOAOPOJIA B PE3YJIbTATE UCCOMATUBHOTO
IPUINIAHKU 9JIeKTPOHA MOMKHO IIpeHe6peys [25]:

H,S+e— H,S — SH + H. (5)

Iuccoruanus 3J1eKTPOHHO-BO30YKICHHON MOJIe-
KyJael ¥YB (Ha mpuMepe MeTaHa) COMPOBOKIAETC 00-
pasoBanmeM Habopa wactu [31]:

CH,te—>CH;+H+e, 76 %, (6)
CH,+e—> CH,+H,+e, 14,4 %, (7
CH,+e—>CH+H,+H+e, 7,3 %, (8)

CH,+e—>C+2H,+e, 2,3 %. 9

A ocHOBHBIE TyTH (DOPMUPOBAHKS OCHOBHBIX IIPO-
IyKTOB Tporiecca (rasoodpasusie C,, ¥YB u monucyis-
(pUAHBIE COENMHEHMS JHHEHHOr0 M LIMKJINYECKOI'0
CTPOEHM) MOKHO 00BACHATH 32 CUET CICAYIOIINX Pe-
aKIui:

2CH, + M — C,H, + M,

k =1,56-10% cm®-mostexya®-c™ [32], (10)
CH,+CH— CH,+H,

k=2,5-10"cm?c " cm-c ' [33], (11)

C,H; + CH, —» C;Hy, k =4,8-10"2cm?c [34].  (12)

HavanpupiM 5TanoM (GopMUPOBAaHUA IOJUCYJIb-
GbUIHBIX COeIVHEHWI ABIAETCSA 00pa30BaHUe aTOMAp-
HOW Cephl B X0fIe PeaKINy AUCIPOIOPIIMOHUPOBAHMS
SH pagukasa nim ero B3anMOeHCTBUA C AaTOMAPHBIM
BOJOPOJIOM:

2SH — S+ H,S, k=1,5-10"cm?-c ' [35], (13)

SH+H—>S+H, k=3,01-10"cm*c [35], (14)
C TIOCJIeYIOIIEN PeKOMOMHAIIVIEN AaTOMAPHO CEPHI 10
MOJIEKYJIAPHOM

25-58,, k = 6,8-10" car’-c ™ [36]. (15)
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Poct cyabhunmoit menu obecmeunBaeTCs 3a CUET
peaknuii peKoMOMHAIMK ATOMAPHON M MOJEKYJIsp-
HO¥t cephl B ra3oBoii (pase ¥ Ha IIOBEPXHOCTHU JJIEKTPO-
OB PeaKTopa, a TaKKe 3a CYET MPUCOeJUHEHUS
VTJIeBOJOPOAHLIX ()PATMEHTOB K CYIbQUIHOM 1eTHu.

IIporexanue peaknmu (15) KOCBEHHO IIOATBEp-
JKIAETCA SMUCCHOHHBIM CIEKTPOM IL1a3Mbl BP, moary-
YeHHBIM ITPY IIPOBeIeHNH HKCIePIMEHTOB II0 OUKCTKE
MeTaHa oT cepoBogoposa (puc. 7). Ha pucyHke BugHO
IIPOKYIO MOJIOCY U3JIyueHus mepexonoB S, B-X, ko-
TOPBIe BHOCAT OCHOBHOM BKJIaJ B uaixyuerue BP [37].
B muamasone 320-325 HM Tak:Ke M3JIYUAIOT IIEPEXO-
el SH A-X pagukaina [38]. OgHako n3-3a uX HE3KON
MHTEHCUBHOCTY OHU He PACCMaTpUBAIOTCA.

2500

S, B-X

2000 —

1500

WHTEHCHBHOCTD, a0c. e/1.

1000

500 T T T T T 1
200 400 600 800 1000 1200

JliiHa BOJIHBI, HM
Puc. 7. SMUCCMOHHBIN CrieKTp bP B cMecy MeTaH=CepoBOAOpOa
(3 % 06.)

Emitting spectrum of the BD in mixtures of H,S
(3 % vol.) with methane

Fig. 7.

HobaBieHue yIIEeKHUCIOr0 rasa W KHUCIOPOZA B
CMECh YIJIEBOJIOPOZIOB C CEPOBOAOPOJIOM IIPUBOAUT K
TIOSIBJIEHUIO HOBBIX KAHAJOB MPEBPAIIEHNA UCXOTHBIX
coelvHeHMi. B 000ux cyuaax mpu yAaJeHuu cepoBo-
zopona kak us merana, Tak u us [IBC, Habmrozaerca
VBeJuUeHNe KOHBEPCUY CEPOBOAoposa (Hauboee cy-
mectBeHHoe B cayuae ¢ [IBC, puc. 3).

YTeKucHbIi ra3 moj IedcTBUEM 3IeKTpoHOB BP
TIPEMMYITIECTBEHHO pasjiaraeTcd HA aTOMAPHBIH Ku-
CJIOPOJ ¥ MOHOOKCH] yriepona [1]:

CO,+e—> O0(P)+CO +e. (16)

AromMapHBIY KMCJIOPOJ MHUIMUPYET CEPUI0 PeaK-
IIUH, KOTOPBIE 00'BACHSIOT POCT KOHBEPCUU CEPOBOIO-
pozja:

H,S+0(*P) —» SH + OH,

k =2,33-10" cv®-c " [39], )
CH, + 0 (°P) — CH, + OH,

k = 5,54-10 % cm®-c 1 [32], (18)
C,H; + 0 (*P) - C,H; + OH,

k = 2,73-10% cv®-c ! [40], (19)

H,S + OH — SH + H,0, k =4,7-10" cm®-¢ ™" [41]. (20)
Teopernueckas OIEHKA MOKA3BIBAET, UTO CKO-
POCTH reHepanuu aTOMApHOro KHUCJIOPOJA IPUMEPHO
OIMHAKOBAA B 000MX CIyUaAX, ONHAKO IPU YIATIEHUN
cepoBogopoaa us IIBC 6e3 no6aBKu yriIeKucIoro rasa

€T0 KOHBepCHsA OBLTA 3HAYMTENBHO HUKE, UEM B CJIY-
Yyae ¢ MeTaHOM, II09TOMY 3G QeKT OT J00aBKY YIIeKH-
CJIOTO Ta3a Ha KoHBepcuio cepoBozopoga B IIBC same-
TeH CUJIbHee.

ITox pmeitctBuem asexTpoHOB BP MoOsMeKyIApHBIT
KHCJIOPOJ, pasjaraeTcsd Ha aToMapHsIi [1]

0,+e— 20 (°P) + e, (21)

uannuupysd peaknuu (17)—(20), a TaKk:ke MOKET IPUBO-
IUTH K 00pa30BaHUI0 AJKUINEPEKUCHBIX PAJUKATIOB:

CH, + 0,— CH;00, k=1,81-10"cm*c" [42], (22)

C,H,+ 0, > C,H,00, k =8-10"2cm*c" [42]. (23)

Ilo-BupumMoMy, majibHEHINee NpeBpalleHUe aJ-
KUJITIEPeKUCHBIX PAIMKAJIOB M ONpPeesiaeT pasHOHa-
IIpaBJIEHHbIH TPEH KOHBEPCUY CEPOBOAOPOJA B MeTa-
ue u I1BC.

MeTunmepekucHbIe PagUKAIbl JUCTPOIOPIINOHM]-
PYIOT IPEUMYIIIeCTBEHHO ¢ 00pa30BaHUEM METOKCHPA-
IUKAJIOB ¥ MOJIEKY/IAPHOTO KUCIOPOJA:

2CH;00 — CH,0 + 0,, k =1,31-10" cm®-c ™' [42], (24)
IepBLIe 3aT€M MOI'YT YUaCTBOBATH B PABJIOKEHUH Ce-
poBojopoja:

CH,0 + H,S — CH,0H + SH. (25)

KoncranTa ckopoctu peakuuu (25) B tuTepaType
He HalifeHa, HO e€é 3HAUEHME MOMKeT OBITh HAa YPOBHE
KOHCTAHTHI CKOPOCTH PEaKIMé CePOBOAOPOJa C T'H-
IPOKCUIBHBIM pagukajom (20).

JucIpomopIinoHENpPOBaHe IPOMUIIePEeKHCHBIX
PaJVMKAJOB IPUBOAUT K 00Pas0BaHUIO CTAOMIBHBIX
KHUCJIOPOACOAEDKAIINX COeIMHEHNH, KaK MPaBUJIO,
5TO AIleTOH MU MPONAHAJb U MPOIAHOJ:

2C,H,00 — mpogykTsl, k = 5,64-10" cv®-¢ ™ [42]. (26)

Takum 06pasom, B ciIyuae yaaJeHUs CePOBOJOPO-
na us IIBC ¢ 106aBKOi KMCI0POJA OTCYTCTBYET JOIIOJI-
HUTEJIbHBIN KaHAJT PAa3IOKeHUs CePOBOZIOPOa, KOTO-
DHIfl €CTh TIPH YAAJTE€HUN CEPOBOAOPOJA M3 MeTaHa 1Mo
peakiuu (25). Bosee Toro, mo-BUAMMOMY, OIIPEAEICH-
HBIH BKJIAJ B Pas3jIosKeHre CePOBOOPO/ia BHOCAT U aJI-
KUJIbHBIE paiuKaisl. Hanpumep, usBecTHa peakIus
CH,; + H,S —» CH, + SH, k = 9,56-10" cm?®c [43]. (27)

Henb3s umCKII0OYATH BO3MOKHOCTh MPOTEKAHUSA
TOJO0HBIX PeaKIuil ¥ MeXAY IPONMILHBIM pPaguKa-
JIOM ¥ CEpOBOZIOPOJIOM, JAIOIIMX BKJAJ B KOHBEDPCHUIO
CepoBO0PO/Ia, HECMOTPSA Ha TO, YTO KOHCTAHTA CKOPO-
CTH TAKOH peakIyy B JUTepaType He Haiigena. Ciezo-
BaTeNbHO, CHIKEHHE KOHIEHTDAIMY IPOMUIbHBIX
PaJMKAJIOB B PEAKIIMOHHOM 00'beMe 3a CUeT IpoTeKa-
HUS peakInuy 00pasoBaHUA MPOMMITIEPEKUCHBIX pa-
IVKAJOB (23) TakKe ABIACTCA BO3MOKHON IPUUNHOM
CHIIKeHHUs KoHBepcuu cepoBogopoza B ITBC.

IobaBKa MOJIEKYIAPHOTO KUCJIOPOJA K CMECSAM ce-
poBojioposia ¢ YB Tak:ke mpUBOAMUT K 00pasoBaHUI0
TUAPOCYIb(OIEPEKUCHBIX PATUKATIOB:

SH + 0,—HS00, k = 2,01-10" cm®-c [44], (28)
JaabHeHNIe TpeBpaIeHns KOTOPHIX TPUBOAAT K 00-
Pa3’0BAHUIO PABIUYHBIX METHJI- ¥ JTHI3aMeIleHHbIX
CYyJIb(OHOB, UTO HATJAJHO BHAHO Ha XPOMATO-MAacc-
CIIEKTPOrpaMMax KCTPAKTOB JEIO3UTA.

MoeKyaapHLIH KUCIOPOJ CIIOCOOCTBYET 06paso-
BaHWIO METUJIMEepPKAaNTaHa 0 PeaKkIun
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CH, + SH — CH,SH, k = 1,66-10" cv*c [45], (29)
3a CUer 06p3.30BaHI/IH JOOIIOJTHUTEJIBHOTO KOJMUYeCTBa

SH-pasnkasoB B pesyJbTaTe IPOTEKAHMUS pearIuil
(22), (24), (25).

BbiBOAbI

Taxum o6pasoM, ycTaHOBJIeHO, uTo fobaBka CO, K
VTJIEBOJIOPOAHBIM ra3aM B 000MX CJIyUasdxX IPUBOLUT K
yBeJIMUYEHNI0 KOHBepCUU cepoBopopona. Kucmopox B
cmecu ¢ ITBC ¢ cepoBogopogoM MPUBOAUT TOJBKO K
CHIKEHHUIO KOHBepCHH IocaeqHero. B cayuae ¢ mera-
HOM BHauaJjie HabIofaeTcs HeGOIbIION POCT KOHBED-
CHM CepOBOLOPOJA, 3aTeM MPOMCXOAUT €€ CHIKEeHUe
JI0 UCXOTHBIX 3HaueHni. [l00aBKa KMCIOPOJa U yIiie-
kucyoro rasa K cmecu CH,—H,S u Kuciopoga kK cmecu
I[TBC—H,S npuBoAXT K MOBBIMIEHNIO 9HEPro3aTpaT Ha
ux o0pabotky B BP. B cmecax IIBC-H,S-CO, suepro-
3aTpaThl CHIKAIOTCH.

OcHOBHBIME Ta3000pa3HBIMU IIPOAYKTAMU IIpeBpa-
menus cmeceit meran/IIBC—cepoBogopos ¢ KUCIOPO-
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The relevance of the discussed issue is caused by the need to elaborate hydrogen sulfide removal methods from hydrocarbon gases for
their preparation for treatment and transportation on oil or gas fields.

The main aim of the study is to investigate the reqularities of hydrogen sulfide removal from methane and liquid petroleum gases with
oxygen and carbon dioxide additions in the barrier discharge plasma reactor with one or two high voltage electrode.

The methods used in the study: gas chromatography, gas chromatography-mass spectrometry, IR-spectroscopy, elemental analysis.
The main results. The authors have studied the reqularities of plasma chemical conversion of hydrogen sulfide in mixtures with methane
and liquid petroleum gases with 0,/CO, additions. It is ascertained that the main gaseous reaction products are hydrogen, G. hydrocar-
bons, carbon mono- and dioxide, and methanethiol (there are no methanethiol in the case of CO,), polymerous deposit is formed on
electrode surface. In the case of methane the hydrogen sulfide conversion dependence on oxygen concentration is extreme. Oxygen ad-
ditions to the liquid petroleum gases—H,S mixtures tend to hydrogen sulfide conversion decrease. CO, additions to the H,S mix with both
methane and liquid petroleum gases tend to increase of the hydrogen sulfide conversion. The power consumptions of H,S cleanup pro-
cess of methane blends is less than the one with O,/CO, additions. In the case of liquid petroleum gases O, additions increase the power
consumption of the process and CO, additions decrease the power consumption of the process. The composition of a deposit which is
polymerous stuff on electrode area is investigated. Line and cyclic polysulfides as well as sulfones are found out in the deposit structu-
re. The authors studied the kinetic regularities of plasma chemical conversion of hydrogen sulfide in mixtures with methane and liquid
petroleum gases with 0,/CO, additions. A probable reaction mechanism is proposed based on the literature and experimental data as
well as theoretical estimates. The mechanism consists of two composing studies. The first is the initiation of hydrocarbons and H,S mo-
lecules by the barrier discharge electron with formation of hydrogen and oxygen atoms, SH and alkyl radicals. The next study is the chain
reaction of radicals which was formed by the previous step to obtaining polysulfidic compounds with alkyl and oxygen end groups.

Key words:
Plasma chemical conversion, hydrogen sulfide, gaseous alkanes, methane, liquid petroleum gases, oxygen, carbon dioxide, barrier discharge.
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