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Abstract: PbTe is a kind of thermoelectric material of high thermoelectric conversion efficiency. In this paper n-type
PbTe nanoplates were prepared by using cathodic tellurium electrode as tellurium source and 3-mercaptopropionic acid
as protective agent in the aqueous medium. The result of transmission electron microscopy and X-ray diffraction
showed that as-prepared PbTe nanoplates were in face-centered cubic structure and PbS and nanoscale hybrid PbTe/PbS
materials were formed during the heating process at presence of the protective agent. The near-infrared absorption of
as-synthetic PbTe nanocrystals was firstly evaluated with infrared spectrophotometer. The thermoelectric performance
including electrical resistivity, Seebeck coefficient, thermal conductivity and the figure of merit ZT was assessed with
thermoelectric analyzer, which indicated that thermal conductivity and figure of merit of as-prepared PbTe nanocrystals
were improved in contrast to the bulk materials. Furthermore, the synthesis strategy presented here could be considered
as an effective methodology with mild conditions, simple operation and environmental safety.
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. FHREMER IR Z AR vl e R — A
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FHITE R AN 5 VLR Z7 18, o SCh ZT = o Tl(pr)
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IFBALANR . EAES I RIY ZT 18, 7R3
K Seebeck RELIFNS, kN HHREMP TR, 5
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RO B 7, KRR T S 33 X T
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FiH, AT Te BRI & 44K PbTe, FIH
BAZ AR R R 77 AR ¥ PbS SEAT PbTe S

PbTe 942K 44 % 5 B Reynoso %5 APIE 1995 4E
G TSR, 32 EORRe L,
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2.1, SEIEHA

3-3i 3L N R (MPA) W H Sigma A #], R
[Pb(NO;), ] H ACROS A #; Te ¥ PUI AR LIFLE
AR IR, e o, Jowd
—PIRATE B, B4i/K(18 MQ-ecm)TE Milli-Q plus
b, BT R A AR R BT S S R H
AT
2.2. LGNSR

BB AL Te FBRATHLAL 22 IR 78 FLAG 2 T AR 5
CHI660D (il JRAAUES A F]) FidAT, DL Te HLAKEL
PR AN TAE AR, HMAHIR(SCE) (+0.244 V vs
NHS)ANZ LR, £ AR B i) . UV-vis T
WA EBUROG(PL)Y GG 43 A E UV-3600 46403 B
it(Shimadzu Co., H )M RF-5301 %670 66t
(Shimadzu Co., HA) LillsE. & PbTe QDs 4
FIRIIESH Tecnai G2 F20 S-Twin 3 & 5 5 73 3% 5
HL 7 R BE (HRTEM)(3E [F] FEI A 7)3RAE, HE#EE
N 200 KV, Ao E e R B X -S4 01 (GENESIS
2000 XMS, EDAX Co., USA); HRTEM HI#E 5 T K
PG BOHIR, TS EHE CmE, i
HR_E o X SEATE 3% (XRD)II & E D8 Advanced %Y
BERE X BHRAT I (15 [ Bruker 24 ®) EHET, #EHE
40 kV, HUEL 40 mA, CuKa SHRIEAOGIR, BKA
1.5406 A, 53 Z A 4°/min. ZE 1 7 (Seebeck) & %1
L BH 8 J AE B i P aE Il 2 2% B (ZEM-2(M8), Ul-
vac-Riko, HA) LML, #4FZAE #4511 (Dupont
1090B, 2 [E) Flat. MR v HE AR 8 mm IR
£ 25 MPa [ R ) il 4, FERRIEREZR 1 mm. £
FAEG N ENGE A 9 E T = 900°C
Bk 1 hy, HARAHE. MEE A R K % R DI
M, HRSFZ1 1 x 2 x 6 mm®, Seebeck ZEUF1HL
SRR RSP HES B B PRSI 2, B
JE IR 22 i B A IR R MR RS R, M
REETE 300~700 K [, iR AHE 24 1.0 K/min, 55
KI# ZT | Seebeck ZE. HEXRMMERH KA
AR,
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2.3. PbTe 4K RFrokI&

ASCH LA Te BN TAE MG, FH AL SE TAES,
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WU 2 B PR FITEK CEESR G DT EUR, SR &0
ANF AT ATFE i

3. BR5VTE
3.1 FATRIL Te BEIRFERBRDIEULFTH

NTHIE Te B2 Ted MIFAMALIIRLAL, K
fITFE 2 mmol/L Pb(NOs), Al 5 mmol/L MPA FI¥E N
HUARR, FH 0.1 N ) NaOH 7 B pH 3] 11,
I 53 551 F B A A () AT T L AR (b)BEAT 1 A AR 22
2, SERWE N Fon. HE 1 AHHIZ a v ILE-0.87 V
HI—0.67 V &bs3 il I — N8 SRR E A e, A ATH
K HLRARN T bR e S AR HLAL R 0.2445 V, 1ZIE 5
e X T A v SRR ) FELA N —0.626 V, FRATUCN AT
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Figure 1. Cyclic voltammograms measur ement of glass carbon
electrode (a) and Teelectrode (b) at a scan rate of 0.05V/Sin the
electrolyte containing 2 mmol/L Pb(NO3), and 5 mmol/L MPA
with pH 11
B 1. BERBAR(2)F1 TeBAR(b)£E pH {E % 1189 2 mmol/L Pb(NO3),
+5mmol/L MPA J&RPEFRLZNE, FAREEH 0.05V/S
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HE 1 A #iZe b T L, Te FEARAE—0.637 V F1-0.80
V Ak Sr A B — N R AN TS I SR, M R A
F-1.02 V B I J5 LSRG N, 2 EA IE A A
FE—0.42 V AR B — A, AR T-0.35 V IF4EAL
LI S s Xt EE 2R a o Pb 5 MPA B &1
fRZEFREAERT RN, —0.80 V AbRTLAHSE N Pb 5 MPA &
FRICE B R, M—1.05 'V FTHAH8 I i [ i 2 v
e Te IBJFE K Te (M RQ)FTR), X5 THRPH Te
B R Te? 19-0.845 V vs Ag/AgBr Hif .
2Te+2e — Tel™ )

—-0.42 V AHE AR BEAE Pb 5 MPA TERLIC &
VIR 7 25 H MPA (4L, 1X 5 MPA 7E Au HIA)
FHIEAIEP R —S . E Te ML, —0.80 V ALK
Pb 5 MPA FCA YL 5 LS —1.05 V 4k Te HAR
LM LA LU ] DL, D T RE IR Te FOHLME, R
114 Te BARAIBAR AL AT B B AE—1.1 V A LURIEAE
W Tel , fEIZHAL T P* RL8 B Pb, B Pb 7F
Te MR ERIUIRR . B JFAE B Tey™ 5 Pb(MPA); W
A% PbTe, FEUIF:

[Pb(MPA), | +1/2Tel” +e—> PbTe +2MPA™  (3)

3.2. SRFIE PoTe IS {ERM

AL CARI ARG BBy Te J5CR P R AL 22 1) %
PbTe UKL, IRAL T HAHIR 15 MPA [FIE/RLE
VAR pH. SR HLEE L KRR ) K FL A T R
PRVE W 45 AL 2% AN & B A 52, B,
FATAIH PoTe TOER B ICIERENE A TRIR, TR
e A o

321 #BETE AR EE/RELY PbTe AL
SHEERIRA

FEAL B TIREN 2 mmol/L, IZIBREEHYS 3-
SIALAFRIOBE /R EL 237 1:24 1:2.5. 1:3 fl 1:4 F2HL
ANFEMRFE) 3-5RE TR, AT AT pH 2= 11, FIH
AL TR hI AR L s, 2 Pb™: Tel™ = 1:1
eI N, B Q = 15.4 Co ¥ MR G RO RT SRR VAT
RN 95 CHEIRLK S H A% A K 9 /N, FH 2 643 6
P Y T 3-30 2 P R AN ) JBE R LL ) 4% HY
1) PbTe ANKHLT 1K1 2 K 61T ]« B 2 /& 7E 320 nm
RN T PO(NOs), Fil MPA AN [F]EE /R LA R 1)
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Figure 2. Influence of ratios of Pb(NO3), and M PA on the photolu-
minescence (PL) spectra of PbTe QDs. The PL intensitiesare 15.4
(1:2),17.1(1:2.5), 13.3(1:3) and 13.1 (1:4), respectively. Excitation
wavelength: 320 nm. Slit width: excitation 3 nm, emission 5 nm
[ 2. Pb(NO,), 1 M PA BIEE/REE X & BB PoT e KA FRIRH R
SRR, SERES RN 154 (1:2), 17.1(1:25), 13.3(1:3)
#1131 (1:4), HERKA 320nm, PETERE: HE R 3nm, &5
A 5nm

PbTe (156 RS TG ], 6 R S K AR AE 362.1 nm
BT, BB EE 259N 15.4 (1:2), 17.1 (1:2.5), 13.3 (1:3)
13,1 (1:4), HEA L, Pb(NO;), Al MPA [ EE/R Lt
N 1:2.5 IFE U PoTe &S50 B k.

3.2.2. pH {E*} PbTe WA & 5 EM FRAFNT

[ B AL B TR E 2 mmol/L, THIEHYS MPA R EE
IREE A 1:2.5, BCHIRL 40 ml VAW, VAWK pH
08 104 11 112, FIA AL S AR R 6] R4
MR, 2 Pb™:Tel =1:1/2 FHEIL N, %08 L
FD IR AE K PbTe KK 1. 455K, 76 AR pH
= 11 Bl 45 1) PbTe 99KRLT 1 RS 5 ok, FT LA
i€ pH {E N 11,

3.2.3. MMAREHER PoTe Wk &K ik BRA NG

1E FIRRAGEAE T, BISIREE S MPA EE/R L
N 1:2.5, VAT AR pH BN 11 B, 1151 PbTe
T A IS VBB 95 C KB InFA, B3 hy 6 hy 9 hy
12h. 15h, 18 hy 21 h [IFESL, 2 BN 2 A% S 128
SR, 2R 3 Brox. HIE 3 AT, BEE N
SR TRIIE I, A 3 h E 21 h, KAFEREEAERN, 3h
B 6 h RUTHEEAEIGENS, 9 h 5 uRfEA TR R(E, 12
h~18 h BFBERAK, TRFFAE 15.3 aulidi, FLL
IEBUINFART A 9 ho

3.3. PoTe KK FHI TEM o#h

AL & kA F 4% 1 PbTe 49Kk T, HIH
I HRES LT BB SR LRSS, 45 R
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4 ffion. B 4(a)y PdTe HZES L B R, MWEH
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Fi HRTEM (1)) B %44 Gatan Digital Micrograph il &
F]3.227 A f1 2282 A FIFFIETIAIEE; R Gatan
Digital Micrograph {1, AT LTS & 4(c) P ATH 2640
Sob I SR THITE] BT : 3.23 A, 2.28 A, 1.858 A, F11.44
A, HUPRAS SR PR S5 A S B 4b) /i 45 R —
#. FIFH PCPDFWIN 2145 % PbTe [ Fh 4 14 8 2
() 2 B T TR BE AT %0, PbTe 40Kk 1 S 1 /0o 37 7 45
P, f75 R ATRRE PDF & A (PDF 781905)5¢ 4=
W4, HATXRD 73Hri s R —5.

3.4. PoTe KR FBI XRD 5347
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Figure 3. Influence of heating-up period of PbTe nucleating on the
photoluminescence emission spectra. The parameter wasthe same
asFigure?2

3. InFARTEIN & AL PoTe KA F IR L S RIIT M, Wik
BHEE 2.

Figure4. TEM (a), HRTEM (b) and selected area electron diffrac-
tion (c) of PbTe nanoparticles
B 4. PoTe KR T8 TEM BF (a). HRTEM BH (h)FIEXATF
fiTaE (o)

225



n- TR AL EYAOK P 1) R 2 ) o S LA i M BE R T

Te HEAR il 4 PbTe [ XRD &5 401K 5(a) s « A Xpert
Highscore Plus 273 816 5= 4 0 ey 30L&
P EEN PoTe, Kt &4/ &) PbS, #rifk PbTe
(JCPDS PDF 01-78-1905)#1 PbS (JCPDS 01-78-1901)
XRD fsiwgag B AL B B 5 o)) R,
HH PbTe HISRATHIIE 20 = 27.594, fiT4HE RN 200,
PRI 20 = 39.492, ATHHHEPR A 220; PbS [5RATHS
V& 20 =30.064, FTTHEFR A 200, K5RIE 20 = 25.956,
FTFHHERRA 111, M8 XRD B A 477 55 0 F o F55 R 7
B S5krUE PDF R RUFHI) & . HidsHE PDF R H
HH AT S U () o7 BB T DAHE T A SIS A BRI PR RN
PbTe, Z5HE AT JT 4584, BTG & A /D &1 PbS,
Al AEREAESE AR, 3-5i 3L AR /E N PbTe
RIFNRAENMARFZE S, 5 PO K PbS, A Al RE(E
PbS f7ETE PbTe FIEMitZ7e4i 4, FHIE PbTe KK
MR4E:. 284 LE, XRD #i5E i PbTe 4kKki 145
F4 5325 5 R 6 5 1 PbTe 40Kk T 1 45 K & — 300,
HONTHOAL I 250 iR R A3, D = Ki/Bcos0,
Forp K N R 4, HAB 0.89, D SRR S (nm);
B TSN v B AL ), O NATH . AR
X SR, N 0.154056 nm, AT LA SR AT
ST DL S PbTe dih (TE AN R A A=K 7 1 1)
JE 212 28 nm(/& 6).

3.5. PoTe 4K R FHIIE LI SR B 53 4
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Figure5. A comparison of X-ray diffraction (a) of as-prepared
PbTe nanoparticles prepared by electro-generated Te source with
the standard PbTe (PDF01-78-1905) and PbS (PDF78-1901) in
analyses
5. BATRAL Te BRERHIEE) PoTe KA FHY XRD E(QREME
R BYERE XRD PbTe (PDF01-78-1905)F1 PbS (PDF78-1901) 75+
ISR FI B A X R E
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Figure 6. Near-infra absor ption spectra of as-prepared PbTe
nanoparticle spectra
6. &R PbTe 2K FEL LI SMRY I

26 A i) PbTe MILLAME BRI, MIE LAk
WAl WL, #E 1100 nm, 1264 nm, 1366 nm, 1505 nm
F11683 nm AL AT WL 5 AR, 1366 nm Abf I il
555 . XA AR RO Murphy 25 AU AL
H & BRIKIER TE KR T RIS [, BRTE KR T R
HEL— AN B PIASLL A B Wi g, T B T 0
PbTe 7EI 21 7N BSOS f FoIR G500 5%, ANIF)
gk AR A S0 AR, R R R IR
e, A1 Weng™Frit S —FE, EAR A EAA
AR AL . 5 AN Z A3 K 22437308 164 nm, 102
nm, 139 nm F1 178 nm; H KWK KA 1683 nm,
Xof N FRAET 55 0.74 eV, 38 K T 4AAH PbTe 7 Bl %
[ 0.32eV. [HI, W PbTe FEELHAES, WK
AR REE T DONE—AN AT WS e 2], B+
PRI N, TERTRK T U FTRER, TROATE R
Be LAFE L T4 BhAh, ZERKEHHIS
PbTe FIHTH Z BB AR WA G KT PbTe MIEAL
HMR SO R WL SCHRIRTE ,  WRSCRE PR AE 9l 21 4 B
WORERE 0 B FH R, 2RI £ 40 KOG A IR
AT

3.6. PbTe 4iKaFHI AR RERIE

FE TR A H R e RN R B P T T B A o
K ZT, FA T # e M R E % BAE 300~700 K i 27
Wl & 1 & R PbTe KR HEFEZ p. Seebeck
RE o AT H o, FFRHE T WS ZT, S5 5
7 Fie B 7)., HIBEER p BEAE R T i b
Tb, AIEREERE, XFFE R 2 AR ) M Y
fiE, (H5LGERPUREFAEM B BEZEAE, XE
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Figure 7. Temper ature dependence of the electrical resistivity p (a), Seebeck coefficient a (b), thermal conductivity « (c) and figure of merit
ZT (d) for PbTe nanoparticle

7. PhTe 4K BI FEYBBBEE p (a), Secbeck B¥i o (b), RS E v (OMBREY 27 (d) FE2ETHAHME

Y5 A MAIKRLT B PbTe/PbS ZibbrkiG 5%, #&
(1 1E 45 FE R B BUE B 2= (02 SRR R T, Bt % i
FERT i, BT AIZ B0 R 5 B0 B2 0 8N K
T ABUR F B E 3G 5 | R BRI N B A D
IR EVEE I, Seebeck REUCNTUHE, Ui & % PbTe
IR BT, TR S AR Bl RPN n LY
K, Seebeck REUFHIE LT BB, LX)
BN, LEWR PR G & ) PoTe A % 1)
P EEHSR s B 7(c)H AT SRR B T R I
N, HEEL AR B 173, SR ERE
IR0/ JER R 7 1 () RO B L P B T i ok, #S:
(R ek N6 403 PoTe 1R J5t RV ESCAT R s it ot PRI 8 Z T B
TR, eI E T ik 4% PbTe [ HIBH 2
PG A Seebeck ZEF1, 2 WMWK BE K TE S5
BFResE 5 PbTe £ 300 K B HLPHRZA 3.0 x
10°° Ohm.m, ASSZE6A A PbTe MIHLBHZFZ 1.4 x 107
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Ohm.m, & CHRIRIE FLPHARI 5 i, HIAF R
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