438 2 3 Acta Phys. Sin. Vol. 61, No. 21 (2012) 217104

Ag 23X p B PbosSng sTe (L& HIFAE
M & B =2 Mo A 122

AT

(PR E LH-E— S, iU 430064)
(2012 4F 2 [ 20 FYg®); 2012 4F 5 7 25 HYR &SR

KRB A B ARKE TR Ag BRI p B Ag.(PbosSng.s)1_oTe th & ¥, RGEHAT R T Ag $B25t s
MEHOFIE R RS LR RE. Ag BB N B3N T AR 2 FOREE, BRM B2 IR /N T Ag
fE Rl T2 N B 2 SR FE, BB BN 5% A BT S8 A, IX KRB Ag 76 0] BEIEN S A% 8] B o B i 1
T, REAMEEH. 5 Ag BRI N, £ 5 00 85 R IZH 0, 17 Seebeck R I H 5 411 B1k 4
P FEART 450 K IR0, W26 R KT 450 K 2 AR, X 3 BE T AR E 22000 i 450, BT 2O
(PR AL AN B 23 7O K 32 S AR, 1% Ag 4520 S 3R iR I T3 87, 7E 750 K AlA 2.1 mW- m™ K2, b4k, Ag
135 N 51N B SR G R IR B T A 0 F, 15 G A SR E Ag BEIIINEH K. 48 1% Ag B
£ 750 K BP3R13 T i KIAHALE ZT = 1.05, #HECRBFE SR & 118 50%, X — 08 [F b S A p 24 PoTe #4
RHOPERER 2. B2 Sn U B E IR T E B EER Pb B E, 15T PbTe FEA R R F B FCIRBEARE M B

AHEEZ L

XKHEIR): Ag B2, Sn [EIVE, 2 /GRIL, #E P RE

PACS: 71.20.Nr, 71.20.—b, 72.15.Eb, 72.15.Jf

P BOR T RE % S LA RE AT FE RE I L
FER G, fERRIR BN H s = B S RZH T
SRR 2 (1) 0. AR A 1 B 1T H G B A AR
HAGME ZT RERAE, @ XN ZT = o?0T/k, X
B oy Seebeck RH, 0 NHLFHE, v NIVFHE, T
AR L. BT E AR R M R () P B (]
() AH O R, 8 A R 1 R F A 8 R [ O 4%
FHRFE) B B AL St 18], PoTe & 4 J JL [ 5 44
%11 AgPb,,,SbTe,, o (LAST) FI AgGeSbTe (TAGS)
S 2 TR AU R B B B A R 2 —, ARLE T 4B Ak
A p B n BURTRL, HIL ZT KT 1.5, 23
B B LA AE B 4T 1 p-n XS A4 B2 — =71 PbTe
G LR B AR TR, 5T b

t E-mail: babyone0607 @126.com

© 2012 FEYIEZFZS Chinese Physical Society

FAEAR i, FEMUR AT S IR B8 T — 2 MM
R BUA BT s s B TR AR W RAL
B AR AN R RS, BRI A RS )T
NIz B AR FE ) 32 B2 DR 25 2 R B 1K Pb TR
R B 510 Te TG 3 AE . X (15441 1 4
RATE &, RBEMIE M 2 891, KN PbTe M 345
FE Te 1) Sp HUB A R H 25 /X FEAE Te 01 5%
FE%, R Sn 8¢ Ge UK Pb kil #% p AL (Pb, Sn,
Ge) Te 4R} AT LLTE SR IEM R s 3T A% 28 (1 7] B 385
Xof 78 1 B A A EU, T3 & u/ kL (u NiE
BR, ky, g GR) FIHE, 7K P FHERIF
IS} 52 AR A R PE B 101 Hodh SnTe A1 PbTe #J
LLAE B AN [X 1] P B [ 9544 Pby . Sn, Te (z = 0—
1.0), 4 = = 0.5 B, PN B % K0 & 9% 30 1 58 2
BU 75 T, (1SR B AR B AR AT, T
T BRI AR Y. BEAh, B Sn & AR,

http: //wulizb.iphy.ac.cn

217104-1



438 2 3 Acta Phys. Sin. Vol. 61, No. 21 (2012) 217104

B PR B RE Y A R R 2R T R AR A, MR B8 B
% Sn & EIIGINSEREARE RN, 7F 2 = 0.65 ML
WO E, RAREN B (i 3 T, M8
TR TR RE Y 45 AL AR 0 A R PR e O E
SN, JE AR PERES s R A3 T Bl (1112,

W, PR B IR S A R S
PRAPRL, TR R PR L B IR R R
YV, X B 5 LI ] AT RO (e
NZERT (aPo) FIEER BT HF ) SUAA
(M R 22 G 22 181 7F PbTe EAtRLh, A7
THUBFS 3 0 X RE 4% 45 K4 1619 Fermi BE 2 RE 5 B 4T
FL7 A2 O I, BRI AR R BURHPR S &
J (Fermi [f FifT), A0 4504 RHELAT 0 R AB A% 4
PERE ) BLAh, BEE IR RN, Pb JR 1 A\
2 T PR Al 25 T A5 A 2 R T A8 K A T R 4
INNITP NS -2 I R e F R R R A
FHRHALPE RE I R 2 JC /S Fermi BE 4% ML (1025
B R R AR T AL D161 Rk, % p RS RL
M5, AT BB E1F Fermi AEZRL <474l FEE 2
JH T, AR AT S S A R R, A
A REIRAG R AT S AR B 2T B, 7R
BT, AR Ag 7% Po/Sn AifE N T 32
T, MCACRERE A0 2 7O JBE AT 51N R R B IR B A1
AR, BCE M B RCEYERE. BEE Ag BEM
BTN, FEARIK) Seebeck REAE 450 K T “A2 X
AL R W] TR i E RE AR A B A2 AL AN Fermi e
R <ETHL” ROR, KB F N T AEHE Fermi [
BRI FRPIR A 3 E RSO 1 RN i AR A TR e, 45
A g A R I FEARERS 1% Ag B4 FEMAE 750 K
BRI BRI ZT = 1.05, ML RIB P it m
1T 50%.

FeiE A 2R Ag.(Pbo.sSng.s)1 o Te (z = 0,
0.005, 0.1, 0.2 A1 0.05) FRHL = 26 557 57k Pb R, Sn
K. Ag 22F0 Sb B, FHR & I 1) R 2 B B HE N
2N 17 mm B 15 1A DERCRE B, PR 3R
EE T EE R, 75 1323 K AR 120 min, ¥
B EAEMP PR ENEFZIEREE
FER. KRR 8 To RGO PR A R I T IS
FALTIEIYIEI K 3 mm x 3 mm x 12 mm K77

261 1.5 mm x 8 mm x 8 mm 7 T #v e
R,

TURE AR 2 BB Ry R X S 26407 592 (XRD,
PANalytial X’ Pert Pro X $f£4%) 343, BT 1 X 5
264 Cu Ko & (A = 1.5406 A); HLi e i i i —
UL TG S TH 75 B LR AT 3= 1 A
B RS H 8% (FESEM) (Sirion 200 FESEM)
W gL, 5% (o) F1 Seebeck RH (o) & 1E ZEM-
2 AUk R P BRI AR I A ) TR (k) 8
Y BRI (D). B (Cp) FIEFE (d) A
X k= DCLd 155, 2 D R T (Net-
zsch LFA 457) 143, Cy, A ] 22 s34 & AL (Net-
zsch DSC 404) W 43, Wi /) 35 B2 36 B A 300—
750 K, % ¥ d F]H Archimedes Ji ¥ % F HE /K 7%
WAF, FrfFFE % M 7.3 gem™3 2] 7.4 gom =3
Z ARk, AHXE % B 351K 2] 98% LA Iy =R T E K
ZH (Ry) FIHLF 2 (o) H van der Pauw J7 i 1E
B IR BN B &R 48 (Accent HL5500PC) _b [ Hisf 1
B3RN0, B H B 98 BN 0.513 T, 28 J5 4 M
FER I 2 7ORIE (n) M2 7GERER (v AHED 2
K n=1/e|Ry| M pu = o/ne THHEAFH.

3 ARG ®
3.1 HHERKEEMEN

Bl 145 H TAR Ag BEFE MR AR XRD &
W, AT DUE AT A RE S O B, SR Sn i ELAR
45 15 0 35 [ & B A G WA, B i i 5 5r
75 PbTe Atk B (JCPDE#08-0028) 744 i if. B
R Ag BRI 5%, H2E IR ML EUTA Ag M
SRS AH. BEAh, X A R e AT RO AT B
FH, BE Ag B2 003N, 1506 2 T & A R
B, XEER Ag METF4% (1.6 A) ZE/NTF Pb i
J7FF4% (1.8 A), [FN Sn fJR F2-4% (1.45 A) %
INTF Ag R T4, X R Ag F 22 54 Pb
fi7. BEAb, 3@ T Rietveld J5 it 8 7 FF i 10 A%
oa, W 2 Frox. v LLE HBEAE Ag & & RN,
FE i D R 5 B R I8N, 1K 5 VA ) v A P AR RS
g SRR —Em. H2m Ag S EMEM (2 > 0.02)
AR T Vegard’s BRI ZEME IR R, X Fh i
BEE Ag & RN 3G N, XA fE 2 T E 5
FeR Ag A REN Sn AL E, (515 S k% 5 Hu AR

217104-2



) I8 % 4R Acta Phys. Sin. Vol. 61, No. 21 (2012) 217104

*
(a) * (Pbo.ssn0.5)1—mAnge
2 | 2=0.05 I
g [ ———
% x=0.02 i L l I \
~
2o =001
z =0.005
x=0.0 L . N
PbTe JPDS# 0800[2|§ | |
10 30 50 70
20/()
(Pb0.5sn0.5)1—zAnge%ﬁ% (b)
2
2
3
0
St
a
~
Pl
)
64.5 65.0 65.5 66.0
20/(°)
1 (a) AR Ag BEFEMBIRR XRD Kl (b) &
FE W R JHCR
6.39 | \! L (Pb0_5Sn0_5)1_1Ange€3%ij%
\
| |
\
. w
= 6.38¢ \
~ \
3 \m
E=d \
El N
iz 6.37r \\
N
\
N
N a
\
6.36 \
0.00 0.01 0.02 0.03 0.04 0.05
Ag?&;‘iz
B2 RIE Ag B i 1 o 4L

Pl B 2 0% &%, AT REZ i T Ag HSEPR& i %
NFA R, THE R Ag R

B 3 &t AR it 2R ) T T 2 HE T AR AT
Bl G T BT RSO R AL T DL R i A U,
arRLHES B, o ALAFAE, X5 R B B
JE & — S A R K HAR A 20 B, D S
NLJT il A i FHRAE. Xt A A i B A A A AT %
PR KBUET R A A7AE, R Ag fEM RS
B 7ARGF I BN T A TR A L BARR
PRSI GE T2, (HRA R AR fh A i b
FEARAFAE T2 AT, AT (0 75 U H 7 I
BT DAER B S B A, X R IR T
PR IR RHE S5 K R R 2 BOR I ST /.

$-4800 10.0kV 8.4mm x2.00k YAGBSE

3 (a) SRZLHUIARE T IR B TR (b) S B
T b G T B O R TR

3.2 mfEwmMtaE

Bl 4@) 8 TAF Ag BEFEMPERT
FORFEM RS R, N LA HEE Ag B 0%
R BGN, FE A TR BB W N, R B
B T 6.4 x 1012 em™3 N F 5% Ag B 4% K
1) 15.4 x 10* ecm™3, IXULEH Ag 544 0] LA S 42

217104-3



438 2 3 Acta Phys. Sin. Vol. 61, No. 21 (2012) 217104

AT R 2 TR FE. (EE W Rk Ag fE N — AN
T2 %, W44 Ag R Po/Sn J& T¥ R — 4%
I, CABETT SRR S i 25 SOR BBl Ag BRI B E
2, WE R LR R, BT LLE B, B A ) SEBR
TIROREERK T ESER WENERHEE Ag
SRR, M XRD Fl &A% 5 Hoagh 5ol &1,
Ag PR RIS /N T 4 AL, (H2 Ag HISEhrs &
B 44 S LY R385 I i 328 3T 384, oKt I 45 4= e
MMBLE. 54, B TR &Y —REAB RN
FRAS A L BN BN AR &, 4R Re R —MRAE
BARMIRE FEPE A R, Rtk Ag i A4 Pb/Sn
A ERGE  BA 52 TR — A2 0L AL 4y
Wrasi & B 4(a) WAL, Ag FEMEHER T 548 Pb/Sn AL

30 y
[ (a) !
1
26 N
:vl) 1
g 99 II+ (PbosSngs), . Ag, Te FHHt
£ l--- Bt
—
~ /
e} 1
£ 18t ,
fiicd
®
H_,
e 4
i
10 |
6 [ 1 1 I I 1 1
0.00 0.0l 0.02 0.03 0.04 0.05
Ag?}%z
(b) S A £
® (Pbo,s n045)1—z nge%k
180 — flohgk
‘(IJ
T
>
g 140
~
st
3
oy
H
M- 100
=
&
60 L— . s s . .
6 8 10 12 14 16

B FHEEny /10cm =2

4 () AR Ag SRR HK S ORIE, BT EL N Ag
TERN A T2 1 H g4 5 Pb/Sn AL AR 25 7K L
(b) BIGER RIEHE TR ALK

Gb, A FABAEAETE 3, T AFE S B S 1 EIF R
WEE BNTAR 28— AHIAFAE, TRATHEWT Ag i 7] BEAF
15T Sm Ak A B B, 78 249 o 70t i AME T Ag fE
N ERIVER U8 BRI Ag I EAARRAFEER R
B 2 S I RER B AT, URAh, BEE Ag BER
0, B SOD B R BRI, X TRE R AR
IC73 JGE A 28 1 B 2 R (BRI 28 O R &)
B 543045 10, | 40) A TR
O R FE AR OC &R, BT LG e
25 R P B NS 8 2R LR PR, FRATT T DK 3
KA KRR R p = n, X ERHEIRSE
FIEG 0, A A 0.5 BTN E] 1.1, RRF T /0L
SRR AR O ZR B W I, 1% T2 B E 4 U IR
Wi % 50 G s D619, BT E A O R, Ag
BN SN I SR B R RE 3G 0 (A5 R
()3 2 15 7 B 1K

Bl S 45 T AT Ag & BRI HL S 2 See-
beck B I % 1) A8 A0 0% F. o A R R (R 184 o, B
mn [P L 5 2 B FRAIG, Ag #8441 Seebeck R %N 1
0, A AR S TE S T RUARE AL 5 (0 B T
WA PEAIG. TIBEE Ag & REABEM, FE & S5k
B0 JE Ak B AN, 3X R H AR B AT R R
M RAZEA TR (H2Z 5T Seebeck REHETE
S B AR TR B (< 500 K), Seebeck % %l
5 7 U P A8 o i 2 o, T 3k AR A T vy iR i A
RAET “BIE, FEM T Seebeck RELE 450—500 K
XIEWAELET “ZX”, 0.5% Ag 5 5 FEF1E 750 K
I 3545 5 K I Seebeck AL 180 wV/K. X
WA PoTe SEM B R 0w A
K, FHA A L AEE A Rey — A T R4 A5
WX LRGBS X 7R ERES, Eig
BT R 2 T H BB BRI A5 A R
2 B B S OR BRI (< 1020 em—3), Fermi
RO TR RE S i, Ry e 22 XUfE 3, H2
245 SR FE B KA, Fermi REZR N #8210k E AES A,
HRE e 2 AR S DL R, B Ag A 1Y
T, 25 R B 3G N5 #3 Fermi REZUZHT %, e
B2 5%, [FINFE 5 Fermi B84 i (1) 745 %5
FEIZ TN, FE 5 Seebeck FR A 2 iR ETHE .
THEBAEARKIPRE S E L AR R, &
7R BE TR 3G 0t A A3 o PRI 2R I U PRI, (H 2
I 5 TP () 3G, 6 EE AR A AR A B 2 R AR O,
B N 8, (15 AR ey 72K 249 450 K I 2

217104-4



438 2 3 Acta Phys. Sin. Vol. 61, No. 21 (2012) 217104

HBFNERAZT, ENFIAEEMEERAES
53, 1M Seebeck FAUFH 5 7= 7R B 138 i B A1
FE il IR 1P 52 2% R 25 M I AR 46 5 2 /T B 9T 45
50 AN, FIF By = 2ecmaxTimax i 2LRF ()
BRAT BT, X B qupax FE SRR Seebeck R,
Trnax NIIF cmax HIHRE, e AT HE 2021 7
FA RS 24K i (R B HE 1l A3 2 A 5524078 0.2 eV,
55 Dimmock %5 M 1038 45 B EEA— 5, (HAH L —
JG PbTe (L& (~ 0.3 eV) BEA A, %W Sn [H 3%
BEARG T AL 28 A 5 B

x ()
27 I O\ (Pbys8ngs),_, Ag, Te $ER
—— ¢+ =0.0
T —A— 1 =0.005
» —0— x=0.02
S —4— £ =0.05
~
b
® 15
H
&
&
w
9
3
300 400 500 600 700
T/K
200
(b)
(PbysSngs),_, Ag, Te ik
T 160 —— £ =0.0
K —A— 2 =0.005
> —— £ =0.01
Z —0— 2 =0.02
3 120
R
W
4
3]
2 80
[
)
wn
40

300 400 500 600 700

5 AF Ag B8 5 AR ik AR RE IR A C R
(a) L5, (b) Seebeck A%

BEH Ag $BE RN, /£ iR N BT EAEUE
B S5 2 R, AR 2 O SO0 R
Bn, B =R E T (PF = o20) BHH N,
WK 6 Fios. AL =R, BT Seebeck REXM “%2

N BN AEE 2 TR TR %, « = 0.01 £
w T il i 2 B H A R B Th Z6 R ¥, £E 750 K B
AAF] 2.1 mW -m~ VK2, LR B 2R iE T
i 50%, H5 FrliE ) p B4 PoTe 44 K} i 4f 1) £
EAHM.

2.4

(Pbo.a SnO.S)l—xAnge 7
2.0 —a— z=0.0
—A— £ =0.005
—— £ =0.01
1.6 —— ==0.02
—4— £ =0.05

1.2

0.8,

WERREF 20 /107°°W-m™ - K™

0.4

0.0

300 400 500 600 700
T/K

Kle M Ag BEMEGINERT (o0) MM
KA

3.3 BALMIMERERN ZT

Bl 7 5 TR Ag & B RE IR vk
Ae bt & L AR e R B 7() AR T BT
2, Bl A iR R 3G 0, K 7S K FE AR R
Jo BRI Ja WA T, T R Ag B B ERE T B O
B ARG, AR 22 7R A il 1 R 3 2R A iR X 3
F IR BT AR UK AR - O AR
K= A BT B0 (F -8 O AE i 72 AR, VA i R
B Ey HIE, XHR 73 74T 35 PR 9 BRI A
5 %), #| H Wiedemann-Franz A 3: ke = LoT #J
PLTHE AR S 3, X B L O Lorenz ¥
5, WO 2.0 x 1078 V2222230 68 5 FEAR AR 24
K kL = Kk — ke AT RIRE M ARG T2, W& 7(b)
Frs. B TR EE G N, KRB A 0.5% Ag 574 FF
i ) i AR 3 A i UL X R A R, 5 8 1) T ik
WA 38 I, HoAth = 2 S OR A i B B AR S R R T
FE -5 R A VR I s i IR W PR, Ag B4 5]
IR U R 2 2 U T AR IS 1 (AR R I R
BE PR, JUHIE = 0.05 5 R ARAR 1 Sk
WER HERGAEASEBEITE XFEELH
Tl X LAE R el (L A8 — MRl i 2 0 3G n

217104-5



438 2 3 Acta Phys. Sin. Vol. 61, No. 21 (2012) 217104

BEAR, A LR NRIX BRI =R LA EAT V5.

3.2
(a) (Pb0v5sn0.5)1—1Ange i
—a— ¢ =0.0
B P —A— 7 =0.005
Eﬁ ——  =0.01
E —0— 2=10.02
‘E 2.4 —4— £ =0.05
=
3
o 2.0
-
o
F
1.6
1.2
300 400 500 600 700
T/K
2.0
(b) (PbO.SSnOﬁ)l—zAgacTel.OZ%i—;%
—— £ =0.0
7 1.6 —A— 7 =0.005
i —%— £ =0.01
T —— x=0.02
E 19 —— =0.05
=
~
(=]
°
¥ o8
b
#
8
I 0.4
0.0

300 400 500 600 700
T/K

7 RIE Ag 5 8RR 0 L i BE RE IR R AL 0L R

(a) T ZE; (b) MIEHER

Kl 8 4 th T ARl Ag #B5 Pbg 5Sng 5 Te £ i 11
TRNAAEME ZT bR R R, WE R
FE 3G, BES ) ZT 20038, 1X 5 PbTe 244 K}
(1) ZT T FE AR 0% R AN, v REJE BT Pbg 5Sng 5 Te
AR R 1R 25 7R FE BN 7 BE. Ak, Ag B
FEEFERE TMEABER B TEAEEW
R EE BRI AR T R 1% Ag B AR
7 750 K B3RS f K #vRARAE 1.05, AH LR IB

Fh B T T 50%. Ak, 1% — B B E T ik N
¥ p A PbTe #1 K}, H Sn BUACH 5 E 4 )& Pb X4+
AR MY Ak A R LA A IE M B B

1.2

1.0
(PbysSngs),_, Ag, Te $5iRk

0.8 —— 1 =0.0
—A— 1 =0.005
—— 2 =0.01
—O0— £ =0.02

zT

0.6

0.4

0.2

0.0

700

K8 AR Ag BEFWICERNABME 2T Bl B K22
KA

4 % b

KRR A HARS % T AR Ag BEM p
B Ag,(Pbg 5Sno.5)1—.Te LB, Ag B4 5% LAA)
FEARLEM L= A2 58 AR 2% 5, (EL 2 AH LA AL 259X
WAL T Ag fE N7 F H e 2 BT 15 201
HIS T OREE, IX KRB Ag B T 1E N5 3 54 Pb/Sn
RLAh, IERTREHEN T al A IR A7 B A Dy H it = b
%7 Ag KB RRCR. B Ag BRI, 708K
JE (R G A4S Fermi fEZf R %, B2 5
& 5 FEL Seebeck REUKAERH AL — 7E 450 K
FARAE X R, 35T EE 7GR E SE
FH N 8 A A0 5 356 1) 0 3 PR AR, 1% Ag B 2 FF 3R
BT IR R R 7 R A EBARME, 7E 750 K I 4
SIAE] 2.1 mW-m~1-K~2 F1 1.05, ¥ T il
FAE) p B PbTe AR} B B PERE X AR E 4
J& Pb JLER F =AM B FR R A R H AT B
T R ) L R 5

[1] Tritt T M, Bottner H, Chen L D 2008 MRS Bull. 33 366

[2] Tang X F, Chen L D, Goto T, Hirai T, Yuan R Z 2001 Acta Phys.
Sin. 50 1560 (in Chinese) [J# 716, WRIZZR, 1% =, ~FIF Sk,

FEEE 2001 PR 50 1560]
[3] LiH, Tang X F, Cao W Q, Zhang Q J 2009 Chin. Phys. B 18 287
[4] Heremans J P, Jovovic V, Toberer E S, Saramat A, Kurosaki K,

217104-6



Y132 % 3R Acta Phys. Sin.

Vol. 61, No. 21 (2012) 217104

Charoenphakdee A, Yamanaka S, Snyder G J 2008 Science 321
554

[5] Pei Y Z, Shi X Y, LaLonde A, Wang H, Chen L D, Snyder G J
2011 Nature 473 66

[6] Biswas K, He J Q, Zhang Q C, Wang G Y, Uher C, Dravid V P,
Kanatzidis M G 2011 Nature Chem. 3 160

[7]1 Jaworski C P, Wiendlocha B, Jovovic V, Heremans J P 2011 En-
ergy Environ. Sci. 4 2085

[8] Yadav G G, Susoreny J A, Zhang G Q, Yang H R, Wu Y 2011
Nanoscale 3 3555

[9]1 Vaqueiro P, Powell A V 2010 J. Mater. Chem. 20 9577

[10] Joffe A F, Stil’bans L S 1959 Rep. Prog. Phys. 22 167

[11] Dimmock J O, Melngailis I, Strauss A J 1966 Phys. Rev. Lett. 16
1193

[12] Arachchige I U, Kanatzidis M G 2009 Nano Lett. 9 1583

[13] Snyder G J, Toberer E S 2008 Nat. Mater. 7 105

[14] Ravich Y I, Efimova B A, Smirnov I A 1970 Semiconducting Lead
Chalcogenides (New York, London: Plenum Press)

[15] Bozin E, Malliakas C D, Souvatzis P, Proffen T, Spaldin N A,
Kanatzidis M G, Billinge S J L 2010 Science 330 1660

[16] Androulakis J, Todorov I, He J Q, Chung D Y, Dravid V,
Kanatzidis M G 2011 J. Am. Chem. Soc. 133 10920

[17] Pei Y Z, LaLonde A, Iwanaga S, Snyder G J 2011 Energy Environ.
Sci. 42085

[18] PeiY Z, May A F, Snyder G J 2011 Adv. Energy Mater. 1291

[19] Androulakis J, Lee Y, Todorov I, Chung D Y, Kanatzidis M 2011
Phys. Rev. B 83 195209

[20] Goldsmid H J, Sharp J W 1999 J. Electron. Mater. 28 869

[21] Wang H, Pei Y Z, LaLonde A D, Snyder G J 2011 Adv. Mater. 23
1366

[22] Wang S'Y, Xie W J, Li H, Tang X F 2010 Acta Phys. Sin. 59 605
(in Chinese) [£3% &, Wi 3CA, 20, FHFIE 2010 P2 274 59
605]

[23] DuBL, XuJ]J, Yan Y G, Tang X F 2011 Acta Phys. Sin. 60
018403 (in Chinese) [F R 37, 1R, BF/K &, FEHIE 2011 4
HH£4R 60 018403]

The effects of Ag-doping on thermoelectric properties
of p-type Pb,.5Sng 5 Te compound

Yu Bof

(712th Research Institute, CSIC, Wuhan 430064, China)

(Received 20 February 2012; revised manuscript received 25 May 2012 )

Abstract

A series of Ag-doped p-type Ag.(Pbo.5Sng.5)1—.Te compounds is prepared by melting followed by slow-cooling process, and
the phase compositions, microstructures and thermoelectric properties are also systematically investigated. The introduction of Ag in
Pb/Sn site effectively increases the hole density which is much lower than the theoretically predicated value in the approximation of
complete substitution and single acceptor of Ag, in spite of the fact that all samples show finely single phase for the 5% Ag-doped
sample. This implies that part of Ag atoms enter into the interstitial sites acting as electron donor to reduce the hole density. With the
increase of Ag content, the electrical conductivity increases gradually and the Seebeck coefficient shows an opposite variation tendency,
mainly owing to the variation of hole density. Interestingly, the anomalous “crossover” of Seebeck coefficient at about 450 K indicates
the transition of dominating valence valley from light-band to heavy-band while temperature is higher than 450 K. Consequently, due
to the optimization of hole density and the domination of heavy band with large effective mass, 1% Ag-doped sample obtains a highest
power factor of 2.1 mW-m™'-K~2 at 750 K, which results in a highest ZT of 1.05 combined with the suppressed lattice thermal
conductivity via intensifying point defect phonon scattering. This high Z7T" is ~ 50% higher than that of Ag-free sample and also
higher than commercial p-type PbTe material. Further, the 50% substitution of toxic and heavy Pb by Sn is beneficial for the practical

application and environmental sustainability of PbTe-based materials.
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