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TEMIEPATYPHASI 3ABUCUMOCTDb ®POTOKATAJINTHYECKOI' O PA3JIOKEHUSA POOJAMUHA C

B ITPUCYTCTBHMU g-C3N4s CTPYKTYP
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Ilpobnema ouucmxu 600HBIX pecypco8 Om CMOUKUX OpP2AHUYECKUX 3acpsAsHumenel mpebyem paspabomxu
ahpexmusHbix U IKON02UYHBIX Memo008. OOHUM u3 Hauboiee NePCneKmuHbIX AGNAEMC (QOMOKAMAIUmuiecKoe
OKUCIeHUe No0 OelicmeuemM GUOUMO20 C8emd, NO36OSI0uiee UCNONIb3068AMb COIHEUHYIO dHepeUuio Ol MUHEPAIU3AYUY
sacpsaznenuil. Ilepcnekmusnvim homoxkamanuzamopom 0isk OAHHO20 NPoYecca AGNAemcs epapumono0oOHbILl HUMPUO
venepooa (g-CsNa), xomopwiii cnocoben axmusupoéamvcs SUOUMBIM CEEMIOM, OMAUYAEMCS NPOCMOMOU CuHmesd,
HU3KOU CMOUMOCIbIO U 8bICOKOU cmabunbHocmvio. B danuotli pabome npogedero cucmemamuieckoe uccie008atue
enusHUsL memnepamypvl (6 Ouanazone 15-45°C) na sghpexmusnocmsb  omoxamanumuyecko2o paszioNHceHus
MoOenvHozo 3azpaznumens — kpacumens Podamun C ¢ npucymcemeuu kamanuzamopa g-CsNa, cunmesuposannozo
mepmuyeckoll konoencayueil menamuna. Memodamu HUK-Dypve u YD-euoumoii cnexmpockonuu noomeepicoeno
Gopmuposanue cmpykmypvl Kamaiu3amopa u u3yueHvl €20 ONMuYeckue ceolucmed. YcemaHnosneHo, ymo nogvluleHue
memnepamypol peakyuoHHOU cpeobl NPUOOUm K 3HAYUMENbHOMY YEEIUYEHUIO CKOPOCHU (QOMOKAMALIUMUYECKOU
dezpadayuu kpacumens. Koncmanma ckopocmu peaxyuu 6o3pocia 6 mpu paza — ¢ 0,0288 mun ™~ npu 15°C 0o 0,0886
mun~ ! npu 45°C. [oxazano, umo Habmodaemvlii 3¢pexm 06ycro6Nern akmusayuel MmepmMo3a6UCUMBIX CIAOULL
npoyecca: pocmom CKOPOCMU MUSpayuu U CHUMNCEHUeM PeKoMOUHayuu omozeHepuposantbix Hocumeineli 3apsaod,
VCKOpeHueM NOBEPXHOCMHbIX peakyutl u d¢@exmugnoil decopbyueti npooyKmos. YcmaHnosneHo, 4mo 6 u3y4yeHHom
0uUanazone NOAOHCUMENbHLIN KUHeMmUu4ecKuil d¢)gexm om nogvluleHuss MeMnepamypbl npegocxooun B03MONCHOE
CHUDICEHUEe PABHOBECHOU adcopbyuu 3azpasHumens. Pe3yiomamol pabomsl 0eMOHCMPUPYIOM, 4mo 0dxce YMepeHHblll
Hazpeeg s6711emcsi 3PPHeKmueHbIM UHCMPYMEHMOM OJisl NPE0OOACHUS. KUHEMUYECKUX 02PAHUYEHUN U CYUWeCMEEHHO20
NOGblULeHUsL NPOU3B0OUMENbHOCIU (homokamarumuyeckux cucmem Ha octose g-C3Na, umo umeem eagicnoe 3nauenue
0151 NPAKMUYECKOT Peanu3ayuu SHepeoIPPEKMUGHbIX U IKOHOMUYHBIX COIHEUHBIX CUCEM OYUCMKU 800bL.
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TEMPERATURE DEPENDENCE OF PHOTOCATALYTIC DEGRADATION OF RHODAMINE B
IN THE PRESENCE OF g-C3N4 STRUCTURES
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The problem of water purification from persistent organic pollutants requires the development of effective and
environmentally friendly methods. One of the most promising is photocatalytic oxidation under the action of visible light,
which allows using solar energy for pollutant mineralization. A promising photocatalyst for this process is graphitic
carbon nitride (g-CsN4), which is capable of being activated by visible light, is easy to synthesize, has low cost and high
stability. In this paper, a systematic study of the effect of temperature (in the range of 15-45 °C) on the efficiency of
photocatalytic decomposition of a model pollutant - Rhodamine B in the presence of g-CsNa catalyst synthesized by
thermal condensation of melamine is carried out. The formation of the structure of the catalyst was confirmed by IR
Fourier and UV-visible spectroscopy methods and its optical properties were studied. It was found that an increase in
the temperature of the reaction medium leads to a significant increase in the rate of photocatalytic degradation of the
dye. The reaction rate constant increased threefold — from 0.0288 min ~ 7 at 15°C to 0.0886 min ~ ' at 45°C. It was shown
that the observed effect is due to the activation of temperature-dependent stages of the process: an increase in the
migration rate and a decrease in the recombination of photogenerated charge carriers, acceleration of surface reactions
and effective desorption of products. It was found that in the studied range, the positive kinetic effect of increasing the
temperature exceeds the possible decrease in the equilibrium adsorption of the pollutant. The results of the work
demonstrate that even moderate heating is an effective tool for overcoming kinetic limitations and significantly
increasing the productivity of photocatalytic systems based on g-CsNs, which is important for the practical
implementation of energy-efficient and cost-effective solar driven water purification systems.
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BBepneHue

IIpobnema 3arps3HEHHUsS BOJHOW Cpeabl CTOWKHMH
OpPraHUYEeCKUMH COCIMHEHUSMH TpeOyeT pa3paboTKu
9(G(GEKTUBHBIX M JKOJOTHYHBIX METOJOB OYHCTKH.
Cpean HUX (OTOKATATUTHUECKOE OKHCICHHE TIOJ
BO3JICHCTBMEM BHIMMOIO CBETa IPEICTABISET COOOM
BBICOKOTIEPCIIEKTHBHYIO TEXHOJIOTHIO, T103BOJISFOLIAs
UCIIOJIb30BaTh BO30OHOBIIIEMYIO COJHEUHYIO DHEPTHIO
JUIT  TIOJIHOW MMHEpallM3allid  3arps3HUTENed 110
Oe3omacHbIx coenuHenuit [1-3]. KiroueBbiM aieMeHTOM
JTAaHHOM TEXHOJIOTHH SIBIISIFOTCSL (POTOKATAIM3aTOPHI, U B
HOCJIe/IHEEe BpeMs 3HAUNTEIbHOE BHUMAHHE YAEISAETCS
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MarepuaiaM Ha OCHOBE HUTpHIA yrjepoja cC
rpadurononobuoii crpykrypoit (g-CsN4) [4, 5]. Dro
00yCJIOBIEHO HWX CIIOCOOHOCTBIO paboTaTh IOA
JIEACTBMEM BHANMOTO CBETA, IPOCTOTON CHHTE3a,
HHU3KOU CTOMMOCTBIO M BBICOKOH cTabHILHOCTBIO [6-8].

XoTs mepBOHAYANBEHOE BO30YKICHHE KaTaam3aTopa
SBIICTCST  (DOTOH-MHAYIIUPOBAHHBIM TIPOIIECCOM, €r0
obmas 3HeKTHBHOCT KPUTHYECKH 3aBUCHUT OT psija
TEPMOJMHAMUYECKUX W KHHETHYECKHX (AaKTOpOB, Ha
KOTOpbIE 3HAYHUTETBHOE BIIMSIHUE OKa3bIBacT
temnepaTypa. OHa KOMIUIGKCHO BO3ZCHCTBYeT Ha BCe
cramu (HOTOKATATUTUYECKOTO Mpolecca: aIcopOLHIo
pearcHTOB Ha AaKTHBHBIX LEHTPaX, MOBEPXHOCTHYIO
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muddysuto, CKkOpocTh nepeHoca (GpoToreHeprpoBaHHBIX
HOCHTEJICH 3apsija M MX PEKOMOMHAIMIO, KHHETHUKY
peakuuii ¢ ydyacTMeM aKkTHBHBIX (OpPM KHCIOpoAa
(ADK), a Taxke [ecopOLMIO NPOMEXKYTOYHBIX H
KOHEUHBIX TPoayKTOB [9, 10]. [Tpu 3TOM TemmepaTypHast
3aBHCHMOCTh YaCTO HOCHT HEMOHOTOHHBIH XapakTep: C
OIHOW CTOPOHBI, POCT TEMIEPaTypel  YCKOPSET
MTOBEPXHOCTHBIC PEAKIIMH W CIIOCOOCTBYET JecOpOITuU
MPOAYKTOB, TPEINOTBpAINas OTPaBICHUE AKTUBHBIX
[EHTPOB; C APYTrOW CTOPOHBI, A AK30TEPMHUECKUX
MIPOIIECCOB JICOPOITNH, XapaKTSPHBIX JJIs OOJIBITHHCTBA
OpPTaHMYeCKUX MOJIEKYJ, YBEIWYEHHE TeMIIepaTyphl
CHIM)KaeT PaBHOBECHYIO KOHILIEHTPALMIO pearcHra Ha
MOBEPXHOCTH KaTaJM3aTopa, YTO MOXKET JIMMUTHPOBATh
0011y10 CKOPOCTH ITpoIiecca.

Takum oOpazom, Uil oONTUMH3AIMKU  pabOTHI
(dorokatanutuueckux cucteM Ha ocHoBe g-C3Ng
HE00X0UMO TITyO0KOE MOHMMAHUE B3AUMOCBSI3H MEXKTY
TEMITEpPaTypoH, aJCOpPOIMOHHONW CIIOCOOHOCTBRIO U
(oTokaTanMTHYECKOH aKTHBHOCTBIO. HecMoTps Ha
OOIMpHBIE  HCCICIOBAHUS (OTOKATATUTHICCKAX
cBoiicTB g-C3N4, IEITOCTHBIN aHAIH3 ero TeMIepaTypHO-
3aBUCHMOI'0 TIOBEJIEHHS, B KOTOPOM OCOOEHHasl pOJb
OTBOJHTCS KHUHETHKE aJICOPOIIMOHHO-AECOPOIIMOHHBIX
MPOLIECCOB, MPEJACTABICH B JIUTEpaType HEAOCTATOUHO
nosiHo. B naHHO# paboTe cucreMaTuiecky HCCleTyeTcs

BIIMSHUE TeMIIepaTypsl Ha 3¢ PEeKTUBHOCTH
(OTOKATATUTHYECKOTO  DA3JIOKEHHS  MOAENBHOTO
sarps3HUTENnss — PomammHa C B NPUCYTCTBUH

KaTaJin3aTopoB g'C3N4. VcTaHOBIICHHE ONTUMAIBHBIX
TEMIICPATYPHBIX PCIKHMOB U PACKPBITHUC JICI)KAIIUX B UX
OCHOBE MEXaHH3MOB SIBJISCTCS BaXKHOU 3az[aqef/'1 JUIA

MPaKTHYeCKOM  pealm3alud  BBICOKOA((EKTHBHBIX
CHUCTEM OYHCTKH BOJBl OCHOBAaHHOH Ha COJIHCYHOH
SHEPTUH.

3KCHepVI MeHTallbHaA 4acTb

0-C3Ns cTpykTypsl OBLIM MOTYYEHBI TEPMUYCCKUM
pas3noxeHueM MenamuHa (4.1.a.) mpu 550°C B Teuenue 2
4acoB.

HUK-Oypbe-ciekTpsl ~ TOXy4YeHBI  Ha  (ypbe-
cnekrpometpe Bruker ALPHA-T S/N 102706. Criektpsr
HoTJIoIeHuss 00pa3loB CHATHI crekTpomerpe Perkin
Elmer  Instrumental LAMBDA 35 UV/VIS
Spectrometer, coekTpsl JIFOMHHECHEHIIMH CHATHI Ha
cnekrpodayopumerpe Varian Cary Eclipse.

doToKaTaNUTHYECKUE UCCIIE0OBAHMUS [TPOBECHBI Ha
npumepe pasznoxkerns Pogamuna C (4.1.a.) Ha yCTaHOBKE
C HCIOJIb30BAHMEM B Ka4eCTBE HMCTOYHHMKA W3JIyUCHHMs
cseroauoanoro uuma (COB mMomyse) MorHOCThIO 50 BT
(muk m3myyerns — 450 am). s poToKaTaTUTHISCKUX
uccnenoBannii 5  wmr  ¢-CsNs  nmpenBaputensHo
oOpabatpiBaii B 15 M IUCTHIUTUPOBAHHON BOJE
yabTpa3BykoM (44 kl'm, 100 Br) B Teuenne 15 MuH.
3areM Kk cMecu 1obaBuim pactBop pogamuna C (0,8 mi,
1 MMoOIB/iT) ¥ epeMelInBali B TeMHOTE B TedeHue 30
MHH JUIsl JTOCTHIXKCHHUS aJICOPOLMOHHOIO PaBHOBECHS.
Kontpons mnpomecca ¢oTopasinokeHHs] MPOBOIIIACH
myTeM oTOopa Mpod depe3 onpeneeHHbIE MPOMEKYTKH
BpPEMEHH OT Hayaia OOJy4eHHs PEeaKkIHOHHOH cMecH.
Temneparypa cMecHu MO IeP’KUBATIOCH B
WCCIIEJIOBAaHHBIX IIpesiesiaX 3a CYeT aBTOMAaTHYECKOTO
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TEPMOCTATHPOBAHUSI. OTto0paHHbIC pOOBI
ueHtpudyrupoau npu 3000 06/mMuH B TeucHue 15 MuH
JUTSL OCAXK]ICHUS B3BeCH (hOTOKATAIH3ATOPA.

O6cyxaeHue pe3ynbTaTtoB

BeicokoTeMmneparypHass KOHIEHCAIUs MeEIaMHHA
MpUBOANT K oOpa3oBaHWIO cHadaixa Menema (2,6,10-
TPHAMUHO-CHUM-TENITa3uH), KOTOPBHIH INpH AaidbHEHIIEM
HarpeBannu a0 550°C mpuBogutT K (opMupOBaHHIO
rpadUTOMOMOOHBIX CTPYKTYp HHTpuaa yriepona (g-
CsNg) (Puc. 1).

e A AL

Menamun Menem g-C3Ny

Puc. 1 — Cxema o6pa3zoBanust g-C3Ns cTpykTyp
Fig. 1 — Scheme of formation of g-CsNa structures

OOpazoBaHue HUTpHIA yrieponaa ycraHoieHo MK-
Dypoe criekrpockonueii (Puc. 2). lllupokyto nomocy npu
3000-3300 cm! MOXHO OTHECTH K BaJEHTHBIM
KoJsieOaHusIM cBsi3u N—H 1 0CTaTOYHBIM OBEPXHOCTHBIM
aMHHO- U THUAPOKCUJIBHBIM TpynmnaM. HTeHCHBHBIC
morockl B obmactu 1200—-1650 cmt MOATBEPXKIAIOT
Hanmuuue cBs3H C—N  reTeponuKINIecKoro KOJbla.
Vskuiik  mmk  npu 807  cMl  cooTBEeTCTBYET
neopManmoHHBIM KOJIeOaHUSIM TPHUA3HHOBBIX 3BEHBCB
[11].
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Fig. 2 - FTIR spectrum of melamine and the obtained
g-C3Na4 sample

Crnextper  mornomenust g-CsNs xapakrepusyrorcs
MHTEHCUBHBIM MOTJIOLIEHUEM CBETA B KOPOTKOBOJIHOBOMN
00J1acTH, KOTOpast 3aXBaTHIBACT 00JIACTh BUUMOT'O CBETA
a0 550 um (Puc. 3). Ha crnekrpax IHOMHHECIHCHIIUH
MPOSIBIIETCS IUPOKUIN MUK U3TYYEHHUS] C MAKCUMYyMOM
npu 450 ©HM. PaccuuTaHHBI KBAHTOBBIM BBIXOJ]
JIIOMUHECIIEHIIUN COCTaBIIsIeT 5%, YTO TOBOPHT O
HEBBICOKOH JONM PEKOMOWHAIIMM HOCHTENeH 3apsna B
obpasrre.
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Fig. 3— Absorption and photoluminescence spectra of
the g-C3N4 sample

Jls (OTOKATATTUTHIECKUX HUCCIEIOBaHUI
HOJIy4eHHBIX CTPYKTYp HCIOJIB30BAJIACh MOJEIbHAs
peakiust pasnokenus: kpacurens Pomamuna C [12-14].
CTeneHb pA3NOKEHHS KpPAcUTeNs OLCHHMBAIH 110
CIIEKTpaM TMOTJIOUIEHUsI N0 MHTEHCHBHOCTH MHKa TPH
554 um (puc. 4).
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Fig. 4 — Absorption spectra of the samples depending
on the irradiation time at a temperature of 45°C and
in the presence of g-CaN4

C nenpio BBIABICHHS TeMIEpPaTYpPHOI 3aBUCHMOCTH
peakiust pOTOKATAIUTHIECKOTO pa3iokeHus: PonjamMuna
C npoBoaunach Mpu pasHbIX Temmneparypax: 15, 25, 35,

45°C. KwuHeTWyeckwe KpUBBIE JaHHBIX peaKIUil
MPUBEICHBI HA pUC. 5.
YcTaHoBIIeHO, 9TOo B MIPUCYTCTBUHI

(doTokaTanM3aTopa CKOPOCTH PEaKIMHA 3HAYHTEIHEHO
Bo3pacrtaeT. IIOBBIICHHE TEMIIEPATyPhl PEAKIIMOHHOMN
cpenbl ¢ 15 mo 45°C mpuBOOUT K CYIIECTBEHHOMY
YBEJIMYCHUIO CKOPOCTH JCTpajallid KpacwuTess, B

pe3ysnbTaTe  KOTOPOro  BpeMsl  IOJYNpPEBPALLEHUs
coxpamaetcst ¢ 30 7o 10 MuHYT.
BonpmmHCTBO ~ (OTOKATATMTUYECKUX  PEAKIHN

OTHOCUTCSL K peakuusM nepBoro mnopsiaka. C yderom
9TOr0 Ha OCHOBE KHHETHYECKMX KPHBBIX OBLIH
paccuuTaHbl ~ KOHCTAHThl  peaKIUi  pa3lIoKEeHUs
Pomamuna C mpu passeix Temmneparypax. HalineHnsie
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3HAYCHUS KOHCTAHT CKOPOCTEH peaKIuei IpUBEACHBI Ha
Tabi. 1.

0,8
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0,0 , : : . . ;
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Bpems, MuH
Puc. 5 - KuHeruueckue KpHBBIE peaKUHH
pa3ioKeHUs! poAaMMHA C npu pa3HbIX

Temneparypax B npucyrcrBuu g-CsN4

Fig. 5 — Kinetic curves of the decomposition of
rhodamine B at different temperatures in the
presence of g-CsNa

CoryacHO moONy4YeHHBIM JaHHbIM mpu 25°C B
npucytctBun §-C3Ns B kauecTBe (oTokaTammzatopa
KOHCTAaHTa CKOPOCTH pasioxkeHus Pomammna C
Bo3pacraet cBeiuie 10 pas.

Tabauna 1 - Koncranrtsl CKOPOCTH
dorokaramuTuyeckoro pasnoxkenuss Pogamuna C
MpPH pa3HbIX TEMIEPaTypax

Table 1 - Rate constants of photocatalytic
decomposition of Rhodamine B at different
temperatures
Temneparypa KoncranTa ckopocty,
MuH
15°C 0,0288
25°C 0,0405
35°C 0,06
45°C 0,0886
Kontpous (25°C) 0,00373
3HaueHUsA KOHCTAHT CKOpOCTeﬁ peakun
PA3JI0KEHUA MMOKA3BIBAIOT, YTO CKOPOCTH PCAKIHU HPU
HU3KHX TeMIeparypax JO0CTaTOYHO MEJICHHAasA.

Bo3spacranue TemnepaTtypbl peakIMOHHOM cmecH ¢ 15 1o
45°C mpHBOAWT K YBEIMUYCHHIO KOHCTaHTBHI CKOPOCTH
peaknuu 3 pasa. [lo KHHETHYECKNM KPUBBIM BHIHO, YTO
CTeTeHb pasioxeHus kpacurens npu 15°C 3a 60 MunyT
cocraBisieT 80%, a MpHU MOBBIIEHUH TEMIIEPATYPHI JI0
45°C npuBOMT K MOJTHOMY pa3ioxeHuo pogamuna C 3a
26 muH (Puc. 5).

Habmronaemoe yBenmMueHHE CKOPOCTH Pa3iI0oKEHHs
Pomammaa C ¢ pocToM TeMIepaTrypsl BBI3BAHO
aKTHBAIMEH KIIIOYEBBIX MPOLECCOB, CIEAYIOIUX 3a
rorJyionieHeM  cBeta. [loBbIlIeHHE — TeMIepaTypsl
CIIOCOOCTBYET  MHIrpalMd  HOCHTENICH  3apsija K
MTOBEPXHOCTH KaTaJIM3aTOpPa, CHIKast UX PEKOMOMHAIHIO
[9, 15]. TIlo 3akoHy AppeHHyca YCKOPSIOTCS
MOBEPXHOCTHBIE PEAKIUHU C Y4acTHEM aKTUBHBIX (HopM
KHCIOpoma W jgecopOums MIPOIYKTOB, 9TO
MIpeaoTBpanaeT OJOKUPOBKY aKTHBHBIX IIEHTPOB.
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[IpumeuarenbHO, YTO HOJOKHUTENBHBIH dQdeKT oT
YCKOPEHMs] ~ KMHETUKH  IIPEBOCXOAMUT  BO3MOKHOE
CHIYKEHUE aJcopOLUM KpacuTelsl. JTO yKa3bIBaeT, 4TO
MMEHHO KUHETHYECKHUE, a HE aJICOPOLMOHHbIE (DAaKTOPBI,
JUMUTHPYIOT Tporecc. Takum o0Opa3oMm, yMepeHHBIH
HarpeB SABJsIETCS d()(HEKTUBHBIM CIIOCOOOM MOBBIIICHHS
HPOU3BOAUTEIILHOCTH  (HOTOKATATUTHYECKON CHUCTEMBI
Ha ocHOBe g-C3N4.

3aknro4yeHune

[TomydeHnsle pe3ynbTaThl pabOTBI UMEIOT BaXKHOE
HpPaKTHIECKOE 3HaUCHHE JUIS pa3paboTku
9HEeprod(GEeKTUBHBIX ~ CHCTEM  OYHMCTKH  BOJPbI,
paboTaromx Ha COJHEYHOH sHeprud. ONTHMH3ALUS
TeMIIepaTypHOTo peXruMa (Hampumep, 3a c4eT IIPOCTOro
TEpMOCTATHPOBAHHMS ni KOHCTPYKTHUBHBIX
0COOCHHOCTEH peakTopa, OOCCICYMBAIOIIUX HArpeB
COJIHEUHBIM M3IIyY€HHEM) T[O3BOJISIET CYLIECTBEHHO
MOBBICUTDH MPOHU3BOIUTENBHOCTh (POTOKATATUTHIECKOTO
npouecca 0e3 HEOOXOAMMOCTH MOANMGHKALUK CaMOTO
KaTajgu3aTopa WIN  yBEIWYEHHS  WHTEHCHBHOCTH
CBETOBOTO IIOTOKA, 4YTO SBISCTCS HKOHOMHYECKH
BBITOAHBIM W OJKOJOTMYECKH  LEJIecO00pa3sHbIM
MOJIXOJIOM.

Paboma  evimonnwena  npu  uHaHCo80lU  NOOOepoicKe
Munucmepcmea Hayku u evicuteco obpasosanus Poccuiickoi
Dedepayuu 6 pamKax 20cyoapCmeeHHO20 3a0aAHUA HA OKA3AHUE
20cyoapcmeeHHbix ycye (8vinonnenue paoom) om 29.12.2022 a.
MNe (075-01508-23-00. Tema uccredosanus «Co30anue HayuHblx
OCHOB NOMYYEHUs HOBbIX MYNbIMUDYHKYUOHANLHBIX MANEPUANO8
wupokozo cnexmpa npumenenusy (FZSG-2023-0008).
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