76

B TECHNICAL SCIENCES (05.02.00, 05.13.00, 05.17.00, 05.23.00) I

YIK 621.3.035.221.73:536.2:549.328
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PBTE - YIVTIEPOJAHBIE HAHOYACTHUIbI
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Ha ocHoBe Teoprn Makceia a1 0000IEHHON TPOBOIMMOCTH W30TPOIHOM CPEbl C BKIFOYCHUSMU YaCTHIL
HOJTy4YeHbl 3aBUCHMOCTH Y/I€JIbHOM 3J1EKTPONPOBOIHOCTH, YAEIbHOH TeMIONPOBOIHOCTH M TEPMOAIEKTPHIECKOH J10-
6porHocTH ZT NOIYNPOBOIHUKOBOTO TEPMOIIEKTPHUECKOr0 MaTepHalia TeJUTypPHl CBHHIA OT TEMIIEPATyphl U KOH-
LEHTPAlUX BKIIOYCHUH yINIEPOIHBIX HAHOUACTUI. B KadecTBe BKIIOUCHUH PacCMaTPHBAIOTCS YIICPOTHBIC XJIOMbE-
BHJIHBIC TI'PAHYJIbl, CKOMIIAKTHPOBAHHBIC YIIIEPOJHbIC HAHOTPYOKH, HaHO(PAKTAIbHBIA yIIEPO M HAHOTPYOHBIH
yraepoa. PacyeTHbIM IyTeM 10Ka3aHO: 3aBUCHMOCTH YAEJIbHON JIEKTPOITPOBOAHOCTH OT KOHLUEHTPALMU BKIFOUYEHUH
U OT TeMIIepaTypbl HIMEIOT MOHOTOHHBII Xapakrep. s yneabHOH TeIIONPOBOIHOCTH 3aBHCHMOCTD OT TEMIICPATy bl
TaKKe MOHOTOHHA, HO 3aBHCHMOCTb OT KOHIEHTpPALlMU BKJIIOYEHHH MMeeT Oosee CIOKHBIH XapakTep U IPU BBICO-
KHX TeMIepaTypax MPOXOMHT uepe3 MUHUMYM. J[oOaBka BCeX THIIOB PaCCMOTPEHHBIX HAaHOPa3MEPHBIX YIICPOJHBIX
BKJIFOUCHU MPUBOIUT K CHIDKECHUIO TEPMOIEKTpUueckoii oopotHocTH ZT. C NOBBIICHHEM TeMIEPaTyphl 0 PU-
6mmsurenbHo 500 K tepmosnekrpudeckas n1o6poraocts ZT Bozpacraer. [Tpu nanbHeleM MOBbIIEHUH TEMIIEPATyPbl
TePMOJIEKTPHYECKast JOOPOTHOCTE yMeHbIaeTcst. [Ipu 9ToM U1 Beelt pacCMOTpeHHOM 00acTi TeMIeparyp 3aBUCH-
MOCTb TePMOAIEKTPUUCCKOI JOOPOTHOCTH OT KOHLCHTPALIHHY BKJIFOUCHHI IMEET MOHOTOHHBII XapakTep.

KiioueBple cji0Ba: TeJIypH/] CBHHIA, TENJIONPOBOIHOCTD, 3JIEeKTPONPOBOAHOCTD, TepM0oI/IC, TepModIeKTpHYecKast
106pPOTHOCTD, FeTepPOreHHbIe CHCTEMbI, HAHOYACTHIbI, YIJIEPOIHbIEe HAHOTPYOKH, KOMIO3HIHOHHBIE
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THE THERMOELECTRIC FIGURE OF MERIT OF THE PBTE —
CARBON NANOPARTICLES COMPOSITE
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The dependences of the specific electrical conductivity, the thermal conductivity and the thermoelectric figure of
merit of the ZT of the semiconductor thermoelectric material of lead telluride on the temperature and concentration of
inclusions of carbon nanoparticles were obtained on the basis of the Maxwell theory for the generalized conductivity
of an isotropic medium with particle inclusions. Carbon flocculent granules, compacted carbon nanotubes, nanofractal
carbon and nanotube carbon are considered as inclusions. The dependences of the specific electrical conductivity
on the concentration of inclusions and on the temperature are monotonic in nature with according to calculations.
The temperature dependence of the specific thermal conductivity is also monotonic. However, the dependence on the
concentration of inclusions is more complex and passes through a minimum at high temperatures. The addition of
all types of the considered nano-sized carbon inclusions leads to a decrease in the thermoelectric figure of merit ZT.
With an increase in temperature to about 500 K the thermoelectric figure of merit increases. With a further increase in
temperature the thermoelectric figure of merit decreases. The dependence of the thermoelectric figure of merit on the
concentration of inclusions has a monotonous character in the all considered temperature region.

Keywords: lead telluride, thermal conductivity, electrical conductivity, thermoelectric power coefficient, thermoelectric
figure of merit, heterogeneous systems, nanoparticles, carbon nanotubes, composite materials

B Hacrosiiee Bpemst Marepuansl 1 Tep-
ModJIeKTporeneparopos ¢ BeicokuM KIIJI pa3z-
JMYAIOT [0 TEMIIEPaTyPHbIM JUara3oHaM: JJis
Hu3kux temreparyp (7~300 K), mns cpen-
HUX TEMIIEPaTyp U AJs BBICOKHX TEMIIeparyp
(T~800 K u Bpime). Temmypua cBUHIIA SIBIISET-
Csl OJTHUM M3 TIEPCIIEKTUBHBIX MOIYIPOBOIHHU-
KOBBIX MaTepHalioB, IPUMEHSIEMBIX B TEpMO-
ANEKTPUUECKUX TIpeoOpa3oBaTessix SHEPruit
B oOnacTu cpenaux temmeparyp [1-2]. OcHoB-
HBIMH METOJAMHU IOBBIIICHUS TEPMOIIEKTPU-
gecKoi A(h(HEKTHBHOCTH MaTepuasa sIBISTFOTCS
JIETUPOBAaHUE XaJbKOTCHUJAMH WM MeTajula-
MH, 00pa3yIoIMMH TBEPbIC PaCTBOPHI, 100aB-
JICHWE HAHOPa3MEPHBIX YaCTHIl B HCXOAHYIO

MaTpUIly WM KCIIOJIb30BaHUE JUCIEPCHBIX
MmarepuanoB. B Hacrosiimee Bpems pazpabo-
TaHbl HOBBIE MaTepuanbl Ha ocHOBe PbTe
¢ no6aBkamu Hanodactul] Srle, NaTe u nap.,
KOTOpBIE 3HAYUTENHFHO TIOBHIIIAIOT TEPMO-
ANEKTPHUECKyI0 3((HEeKTUBHOCTh Z, BIEPBHIE
BBeneHHY0 A.D. Modde. Yarie ucrnonb3yoT
0e3pa3MepHYI0 TEPMOIICKTPUIECKYIO I00pOT-
HOCTB, 00BIYHO 0003Hayaemyto 27,

co’T
A
rJe G — yAeJbHas AJIEKTPOIPOBOIHOCTD, Ol —

tepmoJIC, T — Temmeparypa, A — yaenbHas
TEIUIOMPOBOAHOCTb.
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2
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BinsiHMe HepacTBOPHMBIX HaHOpa3Mep-
HBIX JUCTIIEPCHBIX YaCTHIL IPOTHO3UPYIOT Iy-
TEM pacueTa IEKTPOIPOBOIHOCTH, TETIONPO-
BOJHOCTH, TepMOIJIC U TEPMOIIEKTPUUECKON
nmobpotHocTH. B Hacrosimedr paboTe MpoBO-
JIITCS pacy€eThl TEMIIEPATYPHBIX 3aBUCUMOCTEN
YKa3aHHBIX TEPMOAUHAMHNYCCKUX XapaKTCpU-
ctuk PbTe npu nobGaBke yriepoAaHbIX HaHOYA-
CTHII Pa3IMYHBIX Pa3MEPOB M KOHIICHTPAIIHA.

Juis pacdera TETIOMPOBOAHOCTH M DIIEK-
TPOIIPOBOTHOCTH ~ JIByXKOMIIOHEHTHOW  CH-
CTeMBbI TIPUMEHEHa Teopusi MakcBeuia s
0000IIIEHHON  TPOBOIUMOCTH  H30TPOIHOM

20,(T)+o, (T)—zl)[GI(T)—Gz(T)]

Cpeabl C BKJIIOYECHUSIMUA YacTHIl cepryecKoi
¢dopwmet [3]. Ilpu sToM mpenmnonaraercs, 4To
paccTosiHie MEXIy YaCTHIIAMU HACTOJBKO Be-
JINKO, YTOOBI B3aUMOJEHCTBUEM MOKHO OBLIO
peHeOpeYb.

Hcnons3ys ypaBHeHUs: MakcBemia, MOX-
HO paccuuTaTh TEMIEpPaTypHYIO 3aBUCHUMOCTh
AMEKTPONPOBOAHOCTH G(7) U TEIIONPOBOIHO-
cti M7) B ciydae, eciii KOMIIOHEHTBI COCTaB-
HOH CTPYKTYpbl HE B3aUMOJECHCTBYIOT MEXIY
c000ii. B aTOM citydae 1y1si KOMITIOHEHTOB TeTe-
POTEHHOH CTPYKTYPbI MOXHO 3aITUCaTh:

JUTSL 2JIEKTPOITPOBOTHOCTH:

(M

o(1)=0,(T)

26,(T)+0,(T)+v[c,(T)-0,(T)] ’

IJIE G, — 2JIEKTPONPOBOAHOCTh HENPEPBIBHOM (a3bl; G, UV — HIEKTPONPOBOAHOCTE U OOBEMHAS
KOHIICHTPAIIUs JUCTIEPCHOH (ha3bl COOTBETCTBEHHO;

JUtst 3 (HEKTUBHON TETUIOMPOBOHOCTH:

20, (T)+ 1, (T)=20[ A, (T) -2, (T)]

7\’3cbcb (T)= 7"1 (T)

e 7»3(1)(1) — 3(dexTuBHAs TEIIONPOBOAHOCTh
IE€TEPOr€HHON CHCTEMBI; A, — TEMIONPOBO-
JHOCTb HENPEPBIBHOM (ha3bl; A, — TEMIONPOBO-
JTHOCTB JHCIIEPCHOM (a3bl.

Ha ocHoBe »KCcTIepUMEHTaNbHBIX TaHHBIX
paboTeI [4] TONTydYeHA TeMIlepaTypHasl 3aBHU-
CUMOCTB dJIeKTpornpoBogHocTH PbTe, koTopas

OIMCHIBACTCSI CTENICHHOM (DYHKITHEH
Gl — 109 T71,798 CM

a TeMIeparypHble 3aBUCUMOCTH TEILJIONPOBO-
JIHOCTH U DIIEKTPOJABHKYILENH CUIIBI Ol alllPOK-
CHUMMPYIOTCS TOJIMHOMAaMHM:

A=-2-10°T"+5-10"T" -

9

~0,0317 —8,6508 Br/(m K)

o==2-10"27*+1-10°7T* +

+7-107T-7-10", B/K.

Ha puc. 1 u 2 npencrapiieHbl IOIy4YEHHBIE
B [5] TemmeparypHbIe 3aBHCHMOCTH 3JIEKTPO-
npoBogHOCTH U TepMoIJIC /i mecTH pasHo-
BHJIHOCTEHN YITIEPOAHBIX MATEPUAJIOB.

W3 puc. 1 BuaHO, 4TO B HCCIEIOBAHHOM
oOmacTu Temrmeparyp SJIEKTPOIPOBOTHOCTH
MOHO- ¥ TOJUKPHUCTAJUINYECKOTO TpaduTa
MaJjo 3aBHCHUT OT TeMIepaTypbl U UMEET 3Ha-
YCHUA

6,=4,2 Cmu 6,=3,5 Cm

COOTBETCTBEHHO. TemmeparypHble 3aBHCHMO-
CTH 3JIEKTPOIIPOBOHOCTH PA3JINYHBIX yIiIe-

24, (T)+ 4y (T)+ [ A, (T) =2, (T)]

2

POAHBIX HAHOYACTHUII, TNPEACTABICHHbIX Ha
puc. 1, anmpoKCUMHPYIOTCS YpaBHEHUSMU:
JUIs. HAHO(PaKTaIBHOTO yIiiepoaa

0, =2,8402exp(—0,2518/T) Cwm;
JUIsSI HAHOTPYOHOTO yriepona
6, =3,5796exp(—0,5742/T) Cwm;

JUISl CKOMITAaKTHPOBAHHBIX YIJICPOAHBIX HAHO-
TpyOOK

05 =0,4717exp(-0,56/T) Cwm;

AJId XJIONIBCBUAHBIX I'PpaHyll U3 CBA30K HaHO-
TPYOOK.

0, =3,6133exp(—1,2753/T) Cwm.

Kax BumHo w3 pwuc. 2, TtepmoI/IC sTux
YIJICPOJHBIX MaTCPUAIOB MPAKTUYSCKU HE
3aBHCHUT OT TEMIIepaTypbl U HWMEET 3Haue-
Hus: 2,7 u 6 MxkB/K 1yis MOHO- M TONHKpH-
CTAJUTMYECKOTO  TpaduTa COOTBETCTBEHHO;
18,7 m 22,7 MmxB/K nmns manodpakTaibHOTO
W HaHOTPYOHOIO YIJepojia COOTBETCTBEHHO;
33,3 MxB/K i CKOMINAKTHPOBaHHBIX yTIie-
poaHbIX HaHOTPYOOK; 58 MkB/K mns yriepon-
HBIX XJIOIIbEBHUJIHBIX I'PaHyJl U3 CBS30K HAaHO-
TPYOOK, UMEIOIINX (PPaKTAIBHYIO CTPYKTYPY.

TerIonpoBOIHOCT  YIIEPOJHBIX  HAHO-
TPYOOK TAKKe Majio 3aBUCHT OT TEMIIEPaTypPbl
u umeet 3Hauenue ~ 3000 Br/(m-K) [6].

C uCHojb30BaHUEM 3THUX OSKCIICPUMCH-
TaabHO TIOJYYCHHBIX 3aBUCHMOCTEH HaMu
MIPOBEACHBI PAacYeThl AIEKTPONPOBOIHOCTH,
TETIOPOBOTHOCTH, TepMOIJIC 1 TepmModTIeK-
TPUYECKOH JTOOPOTHOCTH KOMITO3HUIIHOHHOIO
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Marepuana PbTe ¢ BKIIIOUEHUSIMU YTIIEPOAHBIX
HAHOYACTHUIL PA3JIMYHBIX BUJOB. Pacyers! mpo-
BOIWIUCH JUIS PAa3IUYHBIX COMCPKAaHUH yIuie-
ponnbix Hanoudactuil ot 0,001 mo 0,2 nmoneil.
Pesynbprarel pacdyeToB il TEpMOAJICKTpUYE-
ckoii ooporHoctn PbTe ¢ nmobaBkamu yrite-
POAHBIX HAHOYACTHUIL] PA3JIMYHBIX O6’I)€MHI)IX
KOHLEHTpauud mpuBeaeHsl B Tabmuue. Ha
puc. 3—5 noka3aHbl 3aBUCUMOCTH 3JIEKTPOIPO-
BOJHOCTH, TEIIONIPOBOAHOCTH U TEPMOIIEK-

TPUYECKOH OOPOTHOCTH COOTBETCTBEHHO OT
TEMIEPaTypbl U KOHLUEHTPALUU YIIEPOIHBIX
XJIONBEBUIHBIX TpanHyl B PbTe.

Kak BuaHO u3 puc. 3, yaenbHasi JIEKTpo-
IIPOBOAHOCTh TEJUIYPUIA CBHHLA C YIJIEPOI-
HBIMH XJIONMBEBUAHBIMH TpaHylaMH MOHO-
TOHHO TOHWXKAaeTcsl Kak C YBEJIUYEHUEM
KOHLIEHTPALMU BKJIIOYEHUH, TaK U C MOBBIILIE-
HUEM TEeMIIEPaTyphl BO BCEH HCCIEIOBAaHHOM
00J1aCTH KOHLIEHTPALMH U TeMIeparyp.
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Puc. 1. [Tonumepmvl 21eKmponpo8oOHOCHU OJist PA3TUYHBIX CHIPYKIMYPHBIX COCMOSIHULL Yelepood.:
1, 2 — MOHO- u NOTUKPUCMALIUYECKUL cpapum coomeemcmeenno, 3, 4 — HaHOPpPaKmaivLHslil
U HAaHOMPYOHLLIL Yenepoo; 5 — CKOMNAKMUpPOBAHHbIE Yelepoonble HaHOMPYOKU, 6 — yenepooHbie
XJI0NbesUOHbLe 2PAnYIbl U3 C8A30K HAHOMPYOOK hpakmanvHou cmpykmypol [5]

60 t—oTJo—ofo—c—aJfo—0-6—7CG—CF< 6
50
40

§ —O—O— O O0—O0—O— 00— O—0—0—0—0 5
¥ 30

s

@ —o—Ho—010—0—0—H0—01 —o—0 4

20 TV VYV VTV —V—V 3
10

L o—0 HO——O— ro 2

D Y D e e I i

300 325 350 375 400 425 450 475
T.K

Puc. 2. Ionumepmor mepmoI]C 015 paziuyHulx CmpyKmypHviX COCIMOSHUL Yenepood:
1 u 2 — mono- u nonuxpucmaniuyeckuil epagum coomeemcmeenno, 3 u 4 — HaHoppaxmaroHull
U HAHOMPYOHBLIL Y2NepOoOd COOMBEMCMEEHHO, 5 — CKOMNAKMUPOBAHHbLE
yenepooHvle HaHompyoxu, 6 — yaiepoonvie Xa10nbesuonvle epanyivt [5]
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PacuerHbie 3HaUEHUS TEPMOIEKTPUUECKOi J0OpoTHOCTH PbTe ¢ mobaBkaMu yriiepoHbIX
HaHOYACTHUI PAa3JIMYHBIX 00BEMHBIX KOHIIEHTPAIU X (B IOJISAX) IPU PA3IMYHBIX TEMIIEpaTypax

LK | 300 | 400 | 45 | 500 | 550 | 600 | 700 | 800 | 900
VIsIepo/iHbIE XJIOIBEBHIHBIC TPAHYJIIbI
0,005 | 0,668 1,472 1,754 1,846 1,734 1,459 | 0,705 | 0,116 0,059
0,01 0,648 1,427 1,700 1,789 1,681 1,414 | 0,683 | 0,112 0,057
0,015 | 0,628 1,383 1,648 1,734 1,629 1,371 0,663 | 0,109 0,055
0,02 0,610 1,341 1,597 1,681 1,579 1,329 | 0,642 | 0,106 0,053
CKOMITaKTHPOBAHHBIC YITICPOAHBIC HAHOTPYOKH
0,005 | 0,668 1,472 1,754 1,846 1,734 1,459 | 0,705 | 0,116 0,059
0,01 0,648 1,427 1,700 1,789 1,681 1,414 | 0,683 | 0,112 0,057
0,015 | 0,628 1,383 1,648 1,734 1,629 1,371 0,663 | 0,109 0,055
0,02 0,610 1,341 1,597 1,681 1,579 1,329 | 00642 | 0,106 0,053
HanogpaxranpHblii yrirepor
0,005 | 0,667 1,471 1,753 1,845 1,733 1,458 | 0,704 | 0,116 0,059
0,01 0,647 1,425 1,698 1,787 1,679 1413 | 0,682 | 0112 0,057
0,015 | 0,627 1,380 1,645 1,731 1,626 1,369 | 0,661 0,109 0,055
0,02 0,607 1,337 1,593 1,677 1,575 1,326 | 0,641 0,105 0,053
HanotpyOHsIit yritepon
0,005 | 0,668 1,471 1,753 1,845 1,734 1,753 | 0,705 | 0,116 0,059
0,01 0,647 1,425 1,699 1,788 1,680 1,699 0,683 0,112 0,057
0,015 0,627 1,381 1,646 1,732 1,627 1,646 0,662 0,109 0,055
002 | 0608 | 1338 | 1,595 | 1678 | 1,577 | 1,595 | 0,641 | 0,106 | 0,053

Puc. 3. Paccuumannas 3a8ucumocms 31eKmponposooHocmu o om memnepamypol T
U KOHYeHmpayuu X y2iepooHblx X10nbeguonvlx epanyn ¢ Phle

VnenbHas TEMIOMPOBOJHOCTD (CM. pHc. 4)  HEMHO ¢ pOCTOM TeMIleparypbl BO BCEM HC-
TeITypuia CBHHIA C YIIEPOAHBIMM XJIONbE-  CJIEOBAaHHOM JMAalla30He TeMIeparyp. A ¢ U3-
BUJHBIMH TPaHyJIaMH UMEET Ooiee CIOKHBIH ~ MEHEHHEM KOHLEHTpAlMK BKIIOYCHUH HMeeT
xapaktep. OHa BO3pacTaeT NPAaKTHUUYECKH JIM- MHHUMYM IpHU KOHUEHTpauu okoio 0,05.
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1, Br/(m K)

Puc. 4. Paccuumannas 3a8ucumocms menionposoonocmu A om memnepamypol T
U KOHYEeHmpayuu X y2iepooHblx X10nbeguoHvlx epanyn ¢ PhTe
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Puc. 5. Paccuumannas 3asucumocms mepmosiekmpuueckoii ooopomuocmu ZT
om memnepamypuvl T u KoHYyeHMpayuu X yenepooHsix X10nveuonvix epanyi 6 PbTe

Pacuer TtepmonnexTpuueckoir 10OpPOTHO-
CTH (CM. pHC. 5) TEIUTypH/Ia CBUHIIA C YIIEPOI-
HBIMHM XJIONIbEBUIHBIMU TI'paHyJIaMH I1OKa3bI-
Ba€T MOHOTOHHOC YMCHBIICHUC I[O6pOTHOCTI/I
C POCTOM KOHIICHTPAIMH BKIIOUCHHUH. 3aBHCHU-
MOCTb JOOPOTHOCTH OT TEMIIEpaTyphl MPOXO-
JUT 4epe3 MaKCHUMyM TIpU TeMIIepaTypax OKO-
70 500 K 1 manbonbiiee 3HayeHne okojo 1,9.

Taxum 00pazoM U3 IPOBEIEHHBIX PACYETOB
BUJIHO, YTO JUIS TEPCHEKTHUBHOIO B OOJIACTH

CPEAHUX TEMIeparyp TEepPMORICKTPUIECKOTO
Marepuana TeJUIypula CBHMHI@A, HMMEIOIIETro
BKITIOUCHHS YaCTUI] YIIIEPOIHBIX HAHOMATEPH-
aJIoB, ¢ MOBBIIIEHHEeM Temrneparypsl 10 500 K
TEPMOAJIEKTpUYEcKas JOOPOTHOCTh BO3pacTa-
€T, a 3aTeM CHIDKAeTCs. TepMo3IeKTpuyecKas
JOOPOTHOCTh C YBEJIMYEHUEM KOHLCHTPAaLUU
BCEX BHJIOB YIVIEPOIHBIX HAHOYACTHUI] BO BCEH
UCCIIeIOBAHHON 00JIaCTH TEeMIIepaTyp CHWXKa-
ercsi. Kpome aroro, no0aBiieHre B HEOOIBIINX
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KOHIICHTpAalUAX YIIICPOAHBIX HaHOYaCTHI]
MPUBOJIUT K U3MEHEHUIO THUIIA IIEKTPOIPOBOJI-
HOCTH TIOJTyIIPOBOIHUKOBOTO MaTepuaia C Jbl-
POYHOIO Ha JEKTPOHHBIN.
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