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BHeapeHWe «yMHbIX» aBTOMATU3MPOBAHHBIX CUCTEM CErOLHS SBNSETCS OCHOBOM B CUCTEMHOM UHXEHEPUM U YNPABNEHUM ONepaLmnsmMm
B Pa3/IMYHbIX OTPACNAX MPOMbILLIEHHOCTH, HO NMOKA eLLe He NMoaYYMIOo WMPOKOFo pacnpocTpaHeHus B 06nact nepepaboTki MUHepanbHOro
CbIpbA.

O6bekTOM MccnenoBaHMs ABASETCS Npouecc Mexda3oBbiX M3MEHEHUI KaonnHuTa (Bexxato-BopbIKBMHCKOE MeCTOpPOXAEHME,
KHsyknoroctckuit paiioH, Pecnybnvka Komu) B xone Tepmuyeckoit 06paboTku B MHTepBane Temnepatyp 25—1200 °C. [lna konuyecTtBeHHOM
OLLeHKM da3oBbix NpeobpasoBaHMii NPOBOAUANUCH 3KCNepTu3bl PMOA (MeTon Puteenbaa v nporpammsl Profex). AudpakrtorpamMmbl
06pabatbiBANUCh C TPUMEHEHUEM aNrOPUTMOB OMpeseNeHuMs NMONOXKEHUS U BbICOT MUKOB, PEANIM30BAHHbIX HA A3blKe MPOrpaMMMUPOBaHUS
Python.

Bnepsble nonyyeHa ynpoleHHas MateMaTuyeckas Moaenb pa3oBbix Npeobpa3oBaHNUii KAOIMHUTA B XO4E CUHTE3a MYIUTA
Ha ocHoBaHuu PMA. BbineneHbl OCHOBHble MapaMeTpbl, BAUSIOLLME HA KMHETUKY NPOLEecca CUHTe3a MyauTa.

KntoueBble cnoBa: KaosuHum, Myaaum, MUuHepansHele ¢assl, meep0ogasHviii cuHmes, cCmpykmypHble NpeobpazosaHus, MamemMamuyeckas
Modesib, KoMno3um.

Mathematical approach to the study of the mullite synthesis process
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Today the introduction of «smart» automated systems is the basis in system engineering and operations management in var-
ious industries, but not yet widespread in the field of mineral processing.

The object of the study is the process of interphase changes of kaolinite (Vezhayu-Vorykvinsky deposit, Knyazhpogost district,
Komi Republic) during thermal treatment at a temperature range of 25—1200 °C. XRD examinations (Rietveld method and Profex
programs) were carried out for quantitative estimation of the phase transformations. XRD patterns were processed by algorithms
for determining the positions and heights of peaks implemented in the Python programming language.

We obtained a novel simplified mathematical model of kaolinite phase transformations during mullite synthesis based on XRD.
The main parameters, influencing the kinetics of mullite synthesis process, have been specified.

Keywords: kaolinite, mullite, mineral phases, solid-phase synthesis, structural transformations, mathematical model, composite.

BBepneHue

B HacTosI1I€€ BpeMSI IIpoIecC nepepaboTKy MUHe-
PaJIbHOTO ChIPhS TPEOYET BCEOOBEMITIONIETO TTOHMMAHMS
(U3UKO-XMMUYECKMX TTPOIECCOB HAa BCEX YPOBHSIX Opra-
HM3auuu BelecTsa [4]. OnTuMmMsauuss BHyTPEHHUX Xa-
PaKTepUCTUK OTAEIbHBIX arperaToB U ITapamMeTpOB JIJIsI
MOAEeNMPOBaHMS Pa3/IMYHbBIX IPOLIECCOB U IIJISI UX peann-
3al1} Ha IIPOMBIIIEHHOM YPOBHE BO3MOXKHA MY TTy60-
KOM MTOHMMaHUM NPOLecca, yCTAaHOBAEHUM TPUIMHHO-
CJIeCTBEHHBIX CBsI3ei Mpeo6pa30oBaHmii BelecTBa.

CHHTe3 HAHOKOMIIO3UTOB Ha OCHOBE MUHEPAIbHOTO
CBhIPbSI PA3/IMYHOTO TreHe31ca SIBJISIeTCs] KOMIIEKCHOI 3a-
naveii 1isl TEXHOJIOTOB, TPEOYIOIIeli OIleHKM MHOXeCTBa
IapaMeTpoB, KOTOpbIe B paMKax IIPOM3BOACTBAa HEO6XO0-
IIVIMO CBSI3aTh B €VMHYI0 MHOTOYPOBHEBYIO CUCTEMY.

Taxk, HanpuMep, HAHOKOMIIO3UTHI HA OCHOBE MYJIIM-
Ta 06JIa[Iaf0T BHICOKOI MPOYHOCTHIO, TEPMOCTAGUITBHO-
CTbI0, KOPPO3MOHHOJi CTOMKOCTBIO ¥ PYTMMM CBOJICTBA-
MM, KOTOpbIe ONpefeNsiioT epCrekTUBbI UX UCTIOIb30Ba-
HMSI B IPOMBIIIUVIEHHOCTH, BKJII0YAsI MeTa/LTypruyecKylo,
3NIEKTPOXMMUYECKYIO, aBTOMOOMIBHYIO [9]. KauecTBO 110-
Jy4aeMOro KOMIIO3UTa 3aBUCUT OT ONTUMAaJIbHOTO COOT-
HoOIeHNsT GU3UKO-XUMUUYECKUX CBOVICTB MCXOIHOTO ChI-
pbs ¥ IPOTOKOJA CMHTe3a [1, 7]. MysauT, momy4aeMblit 13
KaOJIMHUTA, XapaKTepU3yeTCsl pasiMUHbIM KOTMUECTBOM
TIpMMeceii B 3aBUCUMOCTH OT MCXOJHOTO MaTepuana 1 yc-
JI0OBUI cCMHTe3a. BHeIpeHMe MaTeMaTUyeCcKoro Mo emnu-
pOBaHMs TTO3BOMUT TPOEKTUPOBATH MMOTyYaeMblii TPoO-
IIYKT B XOJle CMHTe3a M3 Pa3JIMUHBIX TUIIOB ChIPbS, UTO
MOSKeT 3HAUUTEeTbHO CHU3UTbh 3aTPAThl HA TEXHOJIOTMYe-
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CKMe VCIIbITaHUS U ONITUMU3MPOBATH IIPOU3BOLCTBEH-
HbIJ ITpOILIecC.

OCHOBHBIM CITOCOOOM CMHTE3a MYJUIUTA OCTAETCSI
BBICOKOTEMIIEPATYPHBIN 0OKUT KaOJIMHNUTA [6]. DTOT Me-
TOJ, IOJTy4eHMsI HAHOKOMITO3MTA SIBJISIETCSI SHepros3arpar-
HBIM M3-3a BBICOKMX TeMIiepaTyp cuHTe3a (= 1200 °C).
CoBepIIeHCTBOBaHME TEXHOJIOTUY CMHTE3a BO3MOXKHO
MIPY MOJIeTMPOBAaHMM KMHETUKY MTpoliecca 06pa3oBaHms
muHepana [1, 11]. Tak, B pa6orax [12, 17] mpotiecc obpa-
30BaHMsI HOBBIX MUHEPaJbHbBIX (Da3 aBTOPBI OMMUCHIBAIOT
C UCIIONIb30BaHMEM SHePIruM aKTUBaLVN KPUCTaInU3a-
UMM MYJUIMTA HA OCHOBaHMUM ypaBHeHMIT KuccuHkepa
u AppeHunyca.

OmnpeneneHHBIN MHTepeC IPEACTABISIIOT MaTeMaTH -
yecKye MoJieNu NpolLecca yaajleHns CTPyKTYPHO BOAbI
13 peleTky KaonuHuTa (06paszoBaHye MPOMesKYyTOUHO
(asbl — «MeTakaoNnMHNTAY) [13], TOCTpOEHHBIE C TIpUMe-
HEeHMeM MOJIEKYJIIpHOI auHaMuKy (molecular dynamics,
MD) [14] u TeopuyM GyHKIMOHAMA IIOTHOCTH (density
functional theory, DFT) [15]. Tax’ke ecTb pabOT5I IO BbI-
YYCIeHNIO KMHeTUYEeCKX ITapaMeTpPOB peakiuu 06paso-
BaHMSI MYJJIUTA (CKOPOCTH peakuyM [1]). YkazaHHbIe TIOJ -
XO[IbI I03BOJISIIOT BBIUMCIATD 3MeHeHMe GU3UKO-XUMU-
YeCcKMx 0COO@HHOCTeN KAOMMHUTA TIPU TePMIUYECKOi 06-
paboTKe C UCTIONIb30BaHMEM 3HAUNTETbHBIX OTPAHUUEHW,
BKJIIOYAs AMarna3oH TemepaTyp (Hanpumep, Huke 600 °C).
[IpencraBisieTcsl akTyaIbHbIM Pa3BUTHE allbT€PHATUBHBIX
MTOJXOJI0B, TIO3BOJISIIOIIUX OMMCATh CTPYKTYPHBIE ITPe0s-
pa30BaHMS B PALLY «KAOIVMHUT — MYJITIUTY.

Llenblo HACTOSIIErO UCCAeA0BAHMS CTAJIO CO3aHNe
MaTeMaTH4ecKoi Mofesin, OMChIBaolei (ha3oBbie mIpe-
06pa3oBaHMsI KAOJMHNUTA B XOJle CMHTEe3a MYJUTATA JIJIsI
OINTMMM3aLMM perlaMeHTa IIpolecca.

MeToabl U noaxoAabl

Teepdogasmoiii cunmes. O6pasiipl KaonuHuTa (Bexaro-
BopsikBMHCKOE MecTopokaeHne, KHSOKITOTOCTCKMIA paii-
oH, Pecrry6nuka Komu) 6pu1M pacTepTsl 40 GpaKkIum
-0.1 MM (J1aGopaTOPHBII OMCKOBBIN McTUpaTenb JIITN-65).
Tepmuyeckyo 06paboTKy 06pasiioB B MHTepBaJle TeMIIe-
patyp 25—1200 °C mpoBoauau B TpybuaToii mmeuu
CarboliteGeroTF1 16/60/300 (rip1 HOpMaTbHbIX YCIOBU-
sIX), CKOpOCTb Harpesa 10 rp/muH, BpeMs BbIAEPXKKA 2 4.
®a30BbIit COCTaB 06PA3II0B OMPeIesICs 0 AUbPaKTO-
rpaMmaM HeOpUeHTMPOBaHHbBIX 06pa3ioB. CheMKa Mpo-
BOIWJIACh HA PeHTTeHOBCKOM AudpakromeTrpe Shimadzu
XRD-6000, nznyuenne CuKa, Ni-puibtp, 30 kV, 20 mA,
0671acTh CKAHUPOBaHMUS 2—65° 20.

Memodst pacuema. TIpy mOCTpOEHUM MaTeMaTye-
CKO¥ Momeny ha30BbIX M3MEHEHM KaOJIMHNUTA IIPU Ha-
IrPEBAHUM B XOZ€ CMHTE3a MY/IJIUTA UCII0JIb30BaHbI JaH-
Hble peHTreHoda3oBoro aHamsa (POA) [3] Ha ocHOBe Me-
topyku [11]. Audpakrorpammbl 06pabaThIBAINCh C UC-
MOJb30BaHMEM aJITOPUTMOB OIpefeneHNs] TOI0KeH U
M BBICOT IMKOB [2, 5], peain30BaHHbBIX Ha sA3biKke Python.
KonnuecTBeHHast OlleHKa cofepskanmst a3 MmpoBoaMIaCh
meTtonom PutBenbaa (rporpamma Profex).

Pe3synbTaTtbl U UX 06CyKaeHUE

[Jst IOCTPOEHUST MaTeMaTU4ecKoii Mozienu pasoBbIX
Mpeo6pa3oBaHMii KAOIMHNUTA B MY/UIUT HA OCHOBaHUU
aHansa audpakTorpamMm UccaeIyeMbiXx 06pasioB U -

TepaTypHBIX JAHHbIX ObLIM 3a/1aHbI CeIYIOLIMe YCIOBUS
9KCIepUMeHTa:

e ob6paser mpeacTaBisieT co60ii OHOPOTHYIO MeJI-
KOIMCIIEPCHYIO0 CMECh UCCIeMyeMbIX MUHEPATbHBIX (as;

e TIPEeATIOUYTUTEIbHAS OPUEHTALMS YaCTULL, TTOPOII-
Ka OTHOCUTEJIbHO MaJalolero M3aydeHnsl OTCYyTCTBYeT
(HeopMeHTUPOBAHHBI 0Opaserr);

e pesibed MOBEPXHOCTM MTOPOIIKA TIATKUIA;

e SKCTUHKIMS OTCYTCTBYET;

e TIMKU, 10 UHTEHCUBHOCTY KOTOPbIX MPOBEIeHbI
pacyeThl, He TEPEKPHIBAIOTCS C MMKaMU IpyTyuX (a3 (Lmm-
Hesenono6Hast (hasa, KpUCTOOATUT, PYTHIT).

Ha puc. 1 mpencrasieHs! AudbpakTOrpaMMbl Kaou-
HITA TIOC/Ie TEpMUUECKOI 06paboTKM IIPU TEMITEpaTypax
400 1 1200 °C, koTopble cogepskaT MHGOPMAINIO 3aBUCH-
MOCTY MHTEHCUBHOCTY JIMHMI OTPaKeHUSI pEeHTTeHOBCKO-
0 U3JTy4eHNs OT 6a3a/IbHbIX IIOCKOCTEN KaOMMHUTA (TTUK
ripu 20 = 24.9) u mysuta (muk mpu 20 = 40.85) ot Temite-
paTypbl 06paboTky. CiemyeT OTMETUTD, UTO XapaKTepHbIe
MIMKM MYJUTUTA CTAHOBSITCSI YeTKMMM B 06pasiiax, mpomies-
IIUX OTKUT P 6ojiee BBICOKMX TeMIlepaTypax (BbIlIe
1100 °C).

[IJIs1 KAONMVHMUTA MHTEHCUMBHOCTD ITMKOB Ha Audpak-
Torpammax (puc. 1) annpoKCUMMUPYETCS IMHENHONM 3aBU-
CMMOCTBIO ITpU TeMIlepatypax Huske 450 °C u mapabosm-
YyecKoii IIpu 6oj1ee BBICOKMX TeMIiepaTypax (puc. 2). B xo-
Jle TepMUYECKOT0 BO3/eiiCTBHUS MTPU OTHOCUTETbHO HEeBbI-
cokux temneparypax (300—600 °C) ygansioTcs
MeXKCJIOeBbIe MOJIEKYJTBI BOIBI M 00Pa3yeTcsi CBOOOIHBIN
oxkcup, Al,O; Ha nuarpamme COOTBETCTBYIOIMIMIA y4acTOK
arnmpoKCUMUPYeTCs IpsIMoit (KoadduiieHT geTepmMuHa-
uyu 0.91). ITapasiesibHO TPOUCXOOUT PA3yIOPSIAOUMBA-
HMe pelleTK! KaoJMHUTA, YTO OTpaXkaeTcs B YIIMPeHUNU
IMKOB Ha Audpaxkrorpamme (puc. 1). [Ipu 601ee BbICOKUX
temriepaTypax (800—900 °C) mosHOCThIO HapyLIaeTCs fe-
PUOIMYHOCTD BIIOJIb OCU € (0671acThb auddys3HOro pacces-
HMST), GUKCUPYeTCsl CHYKeHVE MHTeHCUMBHOCTE JTIMHU
oceii a v b. [Ins1 3TOTO TEMIIepaTypHOTO MHTepBaJla peak-
LM XapakTepHO o6pa3oBaHye MUHepaabHOI (a3bl —
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Puc. 1. 3aBUCHMMOCTb MHTEHCUBHOCTY IMMKOB KAOJIMHUTA (@)

¥ mysutiTa (¥) B 06pasiax KaoJayMHUTA TTOCIe TEPMUUECKO

o6pabotky mpu 400 °C (uepHas auuaus) 1 1200 °C (cepas
JIVHUS)

Fig. 1. Dependence of peak intensity of kaolinite (v) and
mullite (@) in kaolinite samples after heat treatment at 400 °C
(black line) and 1200 °C (gray line)
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Puic. 2. KpuBble pe3yabTaTOB anMpoOKCUMAIIVY JJIsI KAOJIK-
HUTA (@) U MyJIIIUTA (A)
Fig. 2. Curves of approximation results for kaolinite (@) and
mullite (A)

«MeTaKaOoAMHUTAa», M Ha AyarpaMMe COOTBETCTBYIOLINIA
y4acTOK anmpoKCcMMupyeTcst mapabosnoi (koadduimeHT
nerepmuHaiyy 0.94). O6pa3oBaHye MyJJIUTA ITPOUCXO-
IuT ripu Temiiepatype Boiie 1100 °C, M36bITOYHBIN OK-
CUJT KPeMHUS KPUCTA/UTU3YETCS B KpUcTo6amT [8]. Takum
06pa3oM, MPOIeCC CTPYKTYPHOI TIEPECTPOITKM KaOJIMHMN-
Ta ONMCaH CUCTEeMO ypaBHEeHWIA:

{ Hyo(t)=—5.6613t+4129.3333,t <450°C

1
Hyo(£)=—0.00094t2+ 1.3391t +92.2458,t >450°C. M

s My/uIiTa armpoKCUMalus MHTeHCUBHOCTH TH-
KOB Ha iarpaMMe IIpy pas3auyHbIX TeMIiepaTypax (puc. 1)
TpefCcTaBIeHa SKCIIOHEHIIVATbHOM 3aBUCUMOCTBIO (KO-
s dbunment gerepmuuainm 0.87, puc. 2):

HMu(t) — e(—5.2798+0.01t). (2)

Ecnn 0603HaUMTD TOUKY IepeceuyeHnst KpUBoii (2)
C OCbl0 OpAMHAT uepes I, a KoadduimeHT pu t yepes o,
Torza ¢popmysy (2) MOSKHO 3amycaTh B BUJe:

H(t) = e(lotat), 3)

KoadduiimeHT o cBsI3aH ¢ yeI0BUSIMU CUMHTe3a (CKO-
POCTBIO HarpeBaHus, JaBjieHMEeM, Pa3MePOM YaCTHULI, IPU-
CYTCTBMEM IIPUMeECe U Ap.) U ONpeaensieT KpUBYIO Ha JU-
arpamme.

U3 ypaBHeHus (3) cienyeT, UTO MPU YBeIUUeHU KO-
apuimenTa o My/uUT 6yIeT 06pa30oBbIBATHCS ITPU 60-
Jilee HU3KMX TeMIlepaTypax.

VBenuueHye CKOPOCTY HarpeBaHusI MPUBOIUT K CIIBU-
Ty 5K30Tepmuueckoro addexra (hbopMmupoBaHme HOBO
KPUCTAJJINYECKOi (hasbl) B CTOPOHY GoJiee BBICOKUX TEM-
rneparyp. JTa 3aBUCMMOCTb IIMPOKO MCIOAb3YeTCS IJIST
orpezeneHusI SHePruu akTuBalu (ypaBHeHue KuccuH/-
xepa) [17]. YMeHblIeHNe pasMepa 4acTULL IPUBOIUT K UH-
teHcubukranyy b dy3MOHHBIX TTPOLIECCOB B XO/Ie Peak-
uyin. Ha 3TOM, B 4aCTHOCTY, OCHOBAH ITOJIOKUTEIbHBIN -
(eKT MpuMeHeHYsI MEXaHOAKTMBAIY B PA3JIMYHBIX TEX-
HOJIOTMYeCcKux Tporeccax [1]. lo6aBka mpumeceit
(TIpMBHECEHHBIX LIEHTPOB KPUCTAIN3ALVIN) B UCXOLHbIN
KaoMMHUT GYIEeT CII0CO6CTBOBATD CTPYKTYPHOI TIepecTpoii-
Ke ¥ 06pa30BaHMIO MY/UTATA TIpK Gojiee HU3KMX TeMIlepa-
Typax [16]. Takum 06pa3om, CKOPOCTh HarpeBaHMsI 00pas-
11a, KOHILIeHTpaLus IpumMeceit, pazmMmep 4yacTull — 3TO 1a-

paMeTpbl, KOTOpble Hanboiee CUJIbHO BAUSIOT Ha KMHe-
TUKY TIpoIlecca CuHTe3a My/unTa. Ecii 0603HaunTh yepes
0 — ckopocTb HarpeBaHusi, C — KOHIIEHTPALUIO TIpUMe-
ceit, d — pasmep vacTu, k; — KO3QOUIMEHT MTPOIOPIN-
OHAJIHOCTH, OTPAsKAIOIIIT «BeC» BJMSHIS PacCMaTpUBa-
€MbIX [TapaMeTpoB, TO:

_ kC
" k0 - kad. 3)

®opmya (3) maeT MpoCTyio MaTeMaTUUECKYIO0 MO/E/Th
U1t OpMMPOBAHMS ITPOTOKOJIA CMHTE3a HAHOKOMITO3MTA.

a

3aKn4veHue

[MomyyeHa Ko/MueCcTBeHHAsI OlleHKa (a30BbIX ITPeob-
pa30BaHMIi C UCIIOIb30BaHMEM dKCIiepTU3bl POA (MeTop,
PutBenbaa u nporpamMmmsbl Profex). IudpakrorpaMmsbr 06-
pabaThIBaINCh C TPUMEHEHMEM aJITOPUTMOB OIpezerie-
HMSI TTOJIOKEHMST U BBICOT MUKOB, PeaiM30BaHHbBIX Ha SI3bI-
Ke iporpammupoBanus Python. BriepBbie mosyueHa yrmpo-
IIeHHast MaTeMaTuyeckast Mojieb (pa3oBbIX ITpeobpaso-
BaHMI1 KAOJMHUTA B XOJle CMHTE3a MY/UIUTA HA OCHOBAHUU
P®A. BrifesieHbl OCHOBHbBIE TTapaMeTpPhbl, BAUSIIOLIME Ha
KMHEeTUKY Ipoliecca CMHTe3a.

Paboma evinonnexa 6 pamkax npoekma PH® (21-47-
00019).
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