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C nomoubto paspaboraHHon MPI-nporpammbl, KoTopas 6asupyeTcsa Ha MCMNONb30BaHMM MeToda
perynapusauuu, paccyMtaHa MnfoTHOCTb (POHOHHBIX COCTOSHUMW ANa KpuctannoB Sn,P,Sg n
Sn,P,Ses ¢ TemnepaTypHOW 3aBMCUMOCTWU TENNOEMKOCTU. HanaeHHble MNOTHOCTUM (POHOHHBLIX
COCTOSIHUM KpucTannoB Sn,P,Sg 1 Sn,P,Seq Haxo4ATCs B XOPOLIEM CcorflacoBaHuM C
pesynbTaTaMmy UCCrnegoBaHUss METOAOM HEeyNnpyroro HEKOrepeHTHOro paccesiHUM HEMTPOHOB.
Knroyeenie cnoea: xanbKoreHvabl, CEerHeTO3MEKTPUKM, TEMNITOEMKOCTb KpUCTanna, KnactepHbli

meTof, ha3oBbIi Nepexos, opMa Krnactepa, pasmep Knacrtepa.

BBepneHue
BaxHenwen 3agavenn  PU3MKM  KOHOEHCUPOBAHHOIO  COCTOAHUSA  CIYXUT
nccnegoBaHne SHEpPreTUYECKUX CnekTpPoB TBepAblX Terl, B YaCTHOCTM (POHOHHbLIX
cnektpoB kpuctanna. OfHOM M3  OCHOBHbIX  (PYHKUMOHAmNbHbLIX 3aBUCUMOCTEWN,
XapaKkTepuayoLwmx OHOHbI B KpUcTanmne, sSBnseTca NoTHOCTb (POHOHHbIX COCTOSIHUMI

(NeC) g(w), onpegensiowana pomo g(w)dw obuwero uucna OHOHOB,

NPUXOASALIMXCA Ha MHTepBare 4Yactot oT w o w+dw [1]. Ana paga 3agad GUanKu
TBEPAOro Tena rnosnesHo 3HaTb XOTs Bbl NPUMEpPHbIA BUA dyHKumMn g( @), oT CTPyKTYpbI

KOTOPOM 3aBUCAT MHOIMe CBOMCTBA KpucTanna.

Mpsmoe akcnepumeHTanbHoe onpegeneHve [MNOC kpuctanna saBnseTcs B
HacTosiLee BpeMsa TPyOOEMKOW, a ANt MHOMMX OObEKTOB M HEBLINOMIHUMOW 3adadven.
Tak, akcnepumeHT pgns onpegenenna [MNOC TpebyeT MCNONb3OBaHUA SOEPHOMO
peaktopa W €BNSeTca ANUTENbHbIM U OOPOrocToAwmM. JTOT hakT genaet
npuenexkaTerbHON NOnbITKY  PEKOHCTPYyMpoOBaTb MNoC Bose-cuctembl no
TepMOAUHAMUYECKUM  (PYHKUMAM, B YaCTHOCTU C TemnepaTypHON 3aBUCUMOCTbIO
tennoemkoct  C(T ). Ona cucTembl HEB3aMMOOEMNCTBYIOLMX (POHOHOB MIIOTHOCTb

coctosiHuin g(w) cessaHa c¢ TennoemkocTbio C(T ) uHTerpanbHbiM ypaBHEHUAM
®pegronbma nepeoro poaa [2]:

Ax=vy
b
3rNkjg(w)K(Tm)dw= C(T)csT<d, @)
a
roe g(w)- NocC, K(T,a))= Shr(]c;)nl)zlgl'l') . K(t,w)=— 7# - nocTosiHHas

Mnaxka; K — nocrtosiHHas BonbumaHa; I — Y4MCIO aTOMOB B 3r€eMEHTapHON siYelke,
N — uncno Asoragpo. NHTerpuposaHue Begetca Ha uHTepsane [a,b], roe dyHkumsa
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g(w) npuHumaeT HeHyneBble 3HadyeHus. [aHas 3agaya ABNAETCH HEKOPPEKTHO

nocTtaBfiEHHOWN.

B pa6ote [3] Ha ocHOBaHUM mMeToda perynspusaumm npeanoxeH un obocHoBaH
MeTOo[ peLLeHNsl, KOTOPbIN NO3BONSAET, KaK Nokasanu pac4yeTbl Ha NpuMepe repMaHus u
NNaTuHbl, HAWTU TOHKYIO CTPYKTYPY MCKOMOWN doyHKuum MOC.

Bce pacuetbl B pabote [3] npoBoavnuCb Onsi KNAcCUYECKMX KpuCTanmnos, B
KOTOpPbIX OTCYTCTBYHOT (ha3oBble nepexoabl. B aaHHon pabote MNPC BblumncneHa ans
kpuctannos Srp B S(Seg;, koTopble nmetoT thasoBble nepexoasbi.

MeToauka pacyeToB
Pacuetbl M®C pans kpuctannos Sn, B S( Sgnpoeoannunce ¢ nomoLbio

paspaboTaHHon napannensHon MPI nporpammel, HanMcaHHoOW Ha A3blke C, ncnonb3ys
MPI — cuctemMy napannenbHOro nporpaMMupoBaHus C nepefaden CcooOLLUEHWUR, 4TO
nossonsieTr cosgaBaTb 3PEKTUBHbIE, HAOEXHble W MNopTaTUBHblE nNapannesibHble
nporpaMmmbl BbICOKOrO YpPOBHS [4]. BXOOHbIMM OaHHbIMKM ONs NporpamMmbl SIBASIOTCA

aKcnepumeHTarnbHble  3Hadenust Tennoemkoctn Cs(T ), cpenHeksappatuyeckas

NOrpeLHoCTb O, a TakKe KOMMYECTBO Y3MOB BbIMMUCIMTENLHOTO KnacTepa, KoTopble
ByayT ncnonb3oBaTbCA AN1S pacyeToB.

[aHHas nporpamma wucnonb3yeT ANA peleHna WHTerpanbHOro ypaBHEHUS
®pearonema (1) meTtoq perynspusaumm, onucaHHbin B paboTe [3], npumeHsas BbiIbop
napameTpa perynspusaumm B COOTBETCTBUM C MPUHLUMOM HEBA3KW, T.e. HaxoauT
napamMmeTp perynapusauum n3 ypaBHeHUs

,o(a)EHAAfﬁ— 35“2—5220, (2)

roe @ — napameTp perynsapvsauum; O— NOrpeLlHoCTb NpaBon YacTu ypasBHeHus (1);
*
A — onepatop, conpsixKeHHbIn A.

B kadecTtBe cTabunuaumpyowero gyHKuuMoHana ucnonb3yetca crabunusaTtop
b
2 2 ' 2
nepsoro nopsiaka, T.e. HZ” :I(‘Z(S)‘ "“Z(S)‘ )ds.
a

[ns HaxoxaeHus peweHus ypasHeHus (2) MPI-nporpamma mcnonb3yeT MeToq
3onotoro ceyenus [5] Ha uxtepsane a [1[ 0,1] .

Ha kaxgown utepauum metoga 30/10TOr0 ceyvyeHust s BblMUCNEHUS 3Ha4vyeHus
dyHkumn  p(a) (2) npy UKCMPOBAHHOM @ nNporpaMma BblYUCNAAET 3HayYeHue
dyHKUMM Z7, pelwas Ans 3TOr0 CUCTEMY FMHEWHbIX anrebpanyecknx ypaBHEHUN,

KoTopasi  annpokcumupyeT  ypaBHeHus  Ounepa (4) 4ons  yHKunoHana
* 2
M z] =HAA z- y5H +a| #\2:
(AA YA +af =AMy 3)

[na nocTtpoeHns KOHEeYHO-pPa3HOCTHOro aHamnora onepatopa A MHTerparnbHOro
ypaBHeHnsa (1) Mbl Mcnonb3oBanu kBagpaTtypHble opmynbl CumncoHa. [Ons Toro,
4YTO6bl YMEHBLINTEL MOrPELUHOCTb NPU Nepexofe K KOHEYHOMEPHOM annpoKcMMauun, B
AaHHoOW paboTe pa3MepHOCTb anmnpokcMmaumn Obina BbliOpaHa OOBOSMIbLHO OOMbLUOMN.
Tak, NopsdoK CUCTeMbl ypaBHEHUMW B HalMX pacyeTax Bapbuposarnca oT 5000 go
10 000. BbluucneHve TakoW 3afjadn gaxe And COBPEMEHHbIX OAHOMPOLLECCOPHbIX
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KOMMbIOTEPOB SBMNAETCA CrOXHOW 3agaden. [1loaToMy Ans BbIYUCIIEHUA peLueHnd
CUCTEMbI TNUHEWNHbIX anrebpanyeckux ypaBHeHud AX=F paHHaa nporpamma
ncnonb3yeT napannenbHbin anroputm [4]. CornacHo gaHHOMY anropuTMy UCXoaHas
matpuua koadpdpuumeHtoB A M BekTop npaBbix YacTeh F  paspesaHbl
rOpM3OHTarnbHbLIMK NOSIOCaMK, Kak nokasaHo Ha (puc. 1). Kaxxgas nonoca 3arpyxaetcs
B COOTBETCTBYIOLLMI Yy3er Knactepa: Hynesas nofsioca — B HyneBOW y3en, nepsasi — B
nepBbIN y3en v T.4., NocnegHaAs nornoca — B n y3sen. Npu npsamom xoge matpuua
NPUBOOATCSH K TPeyronbHOMY BUAY nocrnegoBaTenbHO Mo y3nam knactepa. BHavane k
TpeyronbHOMYy BuAYy NPUBOAUTCA CTPOKW B HyfIeBOM Yy3re, npu 3TOM HYyNeBOW y3en
nocrniegoBaTeribHO, CTPOKa 3a CTPOKOW, nepedaeT CBOW CTPOKU OCTallbHbIM Yy3ram,
HayMHas C nepBoro, T.e. y3nam c 6onbwuMM HomMepamu, U T.O. AHaNoOrn4yHo,
nocrniegoBaTeribHO MO y3raM  HavvHad. € MocregHero, MO HOMepy  y3na
ocywiectBngetrca obpatHbii xon. [locne okoHyaHuss obpaTHOro xoga HamgeHHble
3Ha4YeHUs C KaXaoro yarna, HauvHasi C nepBoOro, nepefarTcs B HyNeBOW Yy3en, B
KOTOPOM BbIYMUCIAOTCA 3HaYeHns dyHKumn O( Q). PelieHune ypaBHeHus (2) HaxoauTcs

C TouHOCThIO A0  0.00000D7, T.e. nporpamMma 3akaHuuMBaeT paboTy, ecrnv HaLnoch
Takoe & , Npv KOTOPOM ‘p(a)‘ < 0.00000D72.

A F
Puc. 1. Cxema napannensHoro anroputma pewwexus CJIAY metogom Maycca

Pe3synbTaTbl pac4eToB U Ux obcyxaeHue
[na npoBepkn BblMMCNUTENbHOW 3ddekTnBHOCTM MPI-nporpammbl cHayana
ObiMn  npoBegeHbl TecToBble pacyetol [MPC ¢ "moeanbHO" onpeneneHHon

tennoemkoctbto  C,5,.,(T) (cM. puc. 1), KOTOpylO Mbl BbIMUCAIUIKM NyTEM

noacTtaBneHus B ypasHeHue (1) M®C kpuctanna Sn, B &, kotopas 6Gbina HaiigeHa

METOAOM HEeYnpyroro HEKOrepeHTHOro paccesiHUS HEUTPOHOB [6].
Ha puc. 2 n 3 nokasaHbl pesynbtatel MPI-nporpammel, Korga nopsgok MaTtpuubl
A paBeH 5000 u 10 000 coOTBETCTBEHHO. 34€eCb B KayecCcTBe IKCNEepPUMEHTarnbHbIX

3Ha4YeHUn TEenrnoeMKOCTU Mbl MNPUHUMANU 3HaYeHus Coear (T ). Kak BuaHo,
pesynbTatbl BblducneHus MNPC, nonyyeHHble No pa3paboTaHHOW Nporpamme, XOpoLlo
cornacytoTcsi ¢ pearnbHbIMU Npu "naeansHo" onpeaenerHon TennoemkoctnC, ;... (T ).
OTmeTuMm, 4TO pes3yrnbTaTbl pacdeToB, Korga nopsagok matpuubl paseH 10 000, nyywe
COrnacyrlTCs C aKCrnepuMeHTanbHbIMU 3HadeHnsamn MNMOC. B aToM cnyyae 3Ha4MTENbHO
nydwe BuaHa ToOHKas cTpyktypa [N®C. Kak nokasanu pacyeTbl, nNpu garnbHeunwwem
yBernMyYeHnun nopsaka mMaTpuubl yMeHblleHue norpelHocTn onpegernenue NeC oveHb
He3Ha4YnTerbHO.
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Puc. 2. TennoemkocCTb Kpuctanna SnyP,Se: 1 — aKCnepuMeHTarnbHble 3Ha4YeHns
Cp(T); 2 — ab initio pacyeT B knactepHom npubnvxeHun (Ha sknagke MNeC
Kpuctanna Sn,P,Sg —TennoemMKkocTb HangeHHass MeTOAOM Heynpyroro
HEKOrepeHTHOro paccesiHnus HEMTPOHOB.); 3 — TennoemkocTb ("naeanvHble”

3Ha4YeHus TennOemMKoCTH), Bbl4MCEeHHasa ¢ nomoLlsio MNeC
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Puc. 3. NM®C gns kpuctanna Sn,P,Se: 1— akcnepumeHTanbHas Kpyuasi 2 — pesynbTar
Bbluncnenus NMOC c nomowbo MPI-nporpammel (nopsgok maTtpuubl paseH 5000)

Cnegywowmm atanom 6bino Bbluucnexnve MNPC ¢ nomowbto paspaboTaHHON
nporpamMmmbl U3 pearnbHbIX 3KCMEPUMEHTAanNbHbIX 3HAaYEeHWUI TEMMOEMKOCTU KPUCTanmnoB

Srp B S(Seg npu noctosHHom pasneHun Cp(T ), oTHocuTensHas norpewHocTs

onpeaerneHns KoTopbix coctaBnsieT 1%. Kak BuaHO m3 puc. 4, abContoTHble 3HaYeHMs
aKcnepumeHTanbHo onpepenentoir tennoemkoctn S B & Cy(T) [6] saamm ot
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casoBoro nepexoga xopowo cornacyetcs ¢ C,,..,(T). Ons BblumcneHus
rapmoHuyHom coctaenstowwein C, (T ) ¢ ucnons3osanack dopmyna [7]

CAT)=Cp(T- VBB T-4G (Ty §9 (Ty g (T, (@)

roe V — aKcnepuvMeHTarnbHble 3Ha4YeHuss MonsapHoro obbema; B — u30GapHbIN
KO PMLUMEHT 0BBLEMHOIO TEPMUYECKOTO paclunMpeHns; B, — nsotepmmnyecknii Moaynb
BCECTOPOHHETO CXaTus;

AC,(T) — norpellHOCTb MPUBEAEHWST TEMIMOEMKOCTW MPU MOCTOSHHOM o6Gbeme

C,(T ), koTopas cootBetcTByeT o6bemy V(T ), o 3HaueHuin npu rkcMpoBaHHOM

o6veme V(0); CZ"9(T) - anrapmoHmueckas cocTaBnsiollas TeMroOEMKOCTH

Kpuctanna npu nocTosHHOM obbeme; Ce|(T) — 3neKTpoHHasa cocTtaBnsawwas. Kak
nokasanu Halwm pacyeTbl, BCe 3TU cocTaBndawLwme npu temnepatypax (25-220K) He

npesbiwat B cymme 0.1%. C uenbio onpegeneHns rapMOHUYECKOrO 3HadeHus
TENSIOEMKOCTM B OKPECTHOCTM (pa3oBoro nepexoga nposedeHbl ab initio pacyeTsi

yaenbHon TennoemkocTn knactepa Shg Bg§ge ¢ ncnonbsoBaHnem nporpamMHoro

komnnekca GAMESS [8] n meTtoga cTtaTUCTUYECKON TEPMOANHAMUKMA B MPUBNMXeHnn
"KECTKMA poTaToOp — rapMoHuMYeckun ocuunnatop”. MeToamky pacyeTa 3Heprun u

KOHCTpyWMpoBaHus knactepos kpuctannos Srp B S(Seg onucaro B paGote [9]. Kak
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Puc. 4. T®C gna kpuctanna Sn,P,Se . 1— akcnepuMeHTansHas Kpueas; 2 — pesynbtaT
Bblumcnenus NOC ¢ nomowybto MPI-nporpammsbl (Mopsgok matpuubl paseH 10 000)

BugHo u3 puc. 1, C,,,.,(T ) B uHTepeane Temnepatyp 200 — 400 K npaktuyecku

coBrnagaeT C TENSIOEMKOCTbIO, KOTopasi paccyMtaHa U3 nepBbiX MNPUHLMMOB.
Mmetowmecs pacxoxaeHusi B 3HAYEeHUSX TEMNNOEeMKOCTUM MpPU HU3KMX TemnepaTypax
MOXHO OOBACHUTL UCMONb30OBAHMEM  KIACTEPHOrO  NPUONMXKEHUS, a WUMEHHO
N30LITOYHON  TEMNNIOEMKOCTbIO  KracTepa 3a CYeT  AOMONIHUTENbHOro  BKMaga
NMOBEPXHOCTHbIX MO B (POHOHHbLIN CNEKTp Knacrtepa. Takum obpa3om, B KadecTBe

CV' (T ) B3ato akcTpanonupoBaHHble aaHHble C (T), paccunTaHHble no opmyne (6)
npun T<200K, a npu T>200K — pesynbTtaTthl ab initio pacyeToB. AHanornyHas npouenypa
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KOHCTPYWMPOBaHUS CV (T )nposepeHa n ana Sn, B Sg.

Ha puc. 5 nokasaHbl pe3ynbtaTtbl BoivmcrieHus MNeC 3 Cv (T ) c nomowbto MPI -

nporpammbl. Kak BuaHo, MN®C, paccuuMtaHHble NO TemnepaTypHOM 3aBUCMMOCTHU

TENNoeMKoCTH CV (T) a@na «kpuctanmoe SnpBS u  Sn B Sg,
BOCMNPOM3BOANT OCHOBHbIE Xapaktepuctukm MNoecC.
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Puc. 5. NM®C gna kpuctannoB Sn,P,S(Se)s: 1 — akCnepuMeHT, 2 — pesynbTaT
BblumcneHus MPI - nporpammbl [MOC

BbiBoabl

PaspabotaHa napannenbHas MPIl-nporpamma gns  Bblducnexnuss MOC ¢
TemnepaTypHON 3aBUCUMOCTbIO TenSIoeMKOCTU. BblumcneHHble NPC 1 TennoemMkocTb

C, (T)ans kpuctannos Snp, B G u Sy, B Sg HaxoasaTcs B xopoluem cornacosaHmm ¢

pesynbtataMmn wuccnenoBaHuA MEeToOaAOM HEeynpyroro HeKOorepeHTHoro paccedaHud

HeMTPOHOB. Pa3paboTaHHbI NakeT MporpaMM MOXHO MPUMEHSTb ANS BblMUCNEHMS

M®C no TemnepaTypHOW 3aBMCMMOCTU TEMNOEMKOCTU Ans  KOHAEHCUPOBAHHbIX
CUCTEM.
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MocTtynuna B pegakumio 04.12.09

BupaxyBaHHS IIJILHOCTI GOHOHHUX CTaHiB KpHCTAJIB SNoP>S(Se)q
3 TEeMIIEPATYPHOI 3aJ1€3KHOCTI TEIJI0EMHOCTI 32 I0ONIOMOT 010
napaJjieabHoi M Pl-nporpamu

3a ponomoroto poxpobrieHoi MPI-nporpamu, sika 6a3yeTbCs HA BUKOPUCTAHHI
MeTody perynspusadii, po3paxoBaHO LWifNbHICTb (POHOHHUX CTaHIB ANA KpucTanis
Sn,P,Se Ta SnyP,Seg 3 TeMnepaTypHOI 3aneXHOCTi TENNOEMHOCTI. 3HaWAEHI LWiNbHOCTI
POHOHHMX CTaHiB KpucTaniB SnyP,Sg Ta SnyP,Ses 3HaAXoOATbCA B XOPOLLOMY
Y3ro[pKEHHI 3 pe3ynbrataMmy OOCHIAKEHHS MEeTOOOM HEMNPYXHOr0 HEKOrepeHTHOro
PO3CIAHHA HENTPOHIB.

Knroyeei croea: xanbKoreHMan, CErHeTO3NEKTPUKN, TENNIOEMKOCTb KpucTanna,
KnacTepHun meTtog, hasoBuin nepexig, dopma knacrepa, po3mip Krnacrepa.

Calculation of phonon density of statesof Sn,P,S(Se)s crystal
from temper atur e dependence of heat capacity
with the help of M PI-program

Calculation of phonon density of states of Sn,P,S(Se)s crystal from temperature
dependence of heat capacity using created MPI-program which is beased on the
method of regularization has been realized. Found phonon density of states of crystals
Sn,P,Sg and Sn,P,Seg are in good agreement with the results of studies using inelastic
incoherent neutron scattering.

Keyword: chalcogenides, ferroelectrics, thermal capacity of crystal, cluster
method, phase transition, cluster form, cluster size.

218



