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PHLPERE , 2 — b 2 AL B R R AT R P A
BT B, X A A A R B 5
kR 2 8 rhZE L PR R 1 p BUAERES T i n
TARARMEE ULARIE. NS PR I T B0 A 2 2% 8, B e 3%
PRI 5 2R AE R 4F A9 n ZU A p YA B2 A pn
X, R g PR REDE R n BURDRL AT O H 2L
ASCLLEAT Bi, Sh, Te 1 Se iy J5U}, PR 4 fili 15 3]
BRG )5 M MS-SPS HAR i 4 A ARG 45
IR n B PU TR (LB BRAAHTRL , i 9055 Se 1Y 75 i
SRIFERT R B AL SRR, T 3R T B i P
PERE.

PLE 4R Bi 3(99.999% ) .Sb 3:(99.999% ) .
Te $(99.999% ) #11 Se #3(99.995% ) “hyJF k), # 4k
il H (Big ¢sShy 15), (Te, _Se, ), (x=0.15,0. 17,
0.19,0. 21) FCHlFE & B BO4F 0 Jrpeh 4% B 7F 25 B
29 0.5 Pa {47 Je g B8 h, FRKE JRORBHZE 1123 K
TR 1 h JE 25 IR AR RIS S T A E
F U FL A T2 5 M S AR 5% o 20 m-s ™',
M5 120, 02 MPa. K 45 3] 1) 47 #F 5 A 5 2o
200 Hif, AT SE B TR LS RS T A5
723 K {596 180 s, [T J3 2k 25 MPa. 75 i UL, 4 il
MS-SPS $ AR5 2 A FE fic i MS-SPS F i L 51X
JERERIC R ZM R .

IRAE A 2 BRI ff 22 Panalytial 23 6] 25 77 1)
PANalytial X’ Pert Pro %l X HRAGEF AR X 5
LATH (XRD) 75, ir I X $126°h Cu Ka 25
(A =0. 15406 nm). BE4E 5 HARRE 5 0 ORI 34 K
FHT 2% FET A @4 7 Y Sirion 200 737 % 51494 B
T W (FESEM) #47RAE. HL 53 o Fl Seebeck
FE o SEAE ZEM-1 FUER A M BRI 045 0 A5 5]
PR G A TR D B E FRIEE ¢,
M d I AT k = De,d 155, Hoh 49 8 &
3 D RS RE Netzsch 22w A= 7 (%) LFA 457 B0
PR AT, T R AEE o, S TA A H]
A7 19 Instruments Q20 7Y 2% 7 459 4 2 PAL I 45,
DrY IR B 3 [ ¥ 2 300—500 K, %% FE d A H]
Archimedes Ji B R FHHEZK 20045, r45 MS-SPS £ i
% BE XA AE 7. 55—7. 57 g-em ™ AR 25 B 1 14 5]
98% LA I-. %l T Hall RE R, BT n, L#
MTiER 2 uy H van der Pauw J7757E Hall 207

A4 LR e 3.
3. R KAtk

3. 1. BEBMBESERTH

1 R B BAARE i (Big g5Sby 15 ), (Te, ,Se, ),
(x=0.15,0.17,0.19,0.21) i) XRD 3. JAI& 1 7] LA
Foth AR 575 TR BiySey s Te, s 2 IO BF
HEE] 15 (JCPDS 51-0643) AHATALHf. 1X R W] MS-SPS
FEah AR AL BR 454, B Se 1 Sb T REASUEA
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IR e S VRN (Tpr s Er AT R Ry op 7 p S8 OF )
1R fa e e A A 2R .
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2 MS-SPS #£/5% ( Big sSho 15 )2 (Teg g35e0 17 )5 Fll ZM B & 9 FESEM JEJ (a) MS-SPS #¢h, (b) ZM £845%,

(¢) MS-SPS Ffh B R ER AR, (d) ZM b ) SRR IR

X8 25 R A R G 1T ) 3 & T S T
UG RAE AT FF 5L AR S5 A 0 — VA R BLEE —
FHRIAEAE X 518 1 9 XRD WLEEH iy 45 1 —3; B
SEWEE , TR RO EME T agig R
115345 S 7R DU Ff ST 2 Bi, Sb, Te 1 Se 534342,
KEIITCER R ; [FIEHA T LIE ) Te JTRB & &
TEKT Se JUE. HEM Y R T A BE U RUE
W, Se 1 /N2 ALK X AT RERE Se BYJRT
RN, ORI B RE X BT R e N R ) Koy BT
WO BRI =0, i s X 6 FIRE R /DN, 3K
BRI

3.2. fEHFHE

2 1 2fy MS-SPS F i ( Big g5 Sbg 15), (Te, . Se, )
(x=0.15,0.17,0.19,0. 21) )23 Hall %R, .2
T HRPE n B T 1L A 3wy F Seebeck ZEL o 1)
MIAZER, 5 R KW B Se & & « BUHE I, FE 5L Y
B TR WG I, 24 Se & & « 0. 15 25 4LF
0. 21, FEMBY R T n M\ 4.038 x 10" em > 14
KZET.941 x10"” em ™, n AN T 3L —1%, i fr A kE
it R TRy VBRGNS . FE = R

T, il A B SRR A 3 15 i 32 A7 3 2R R
P 2% I () B, Se 5 H 0 Bl 8 X6 7 2 ol R e B
F I B i 1) R I AR /DN, DT 2837 1 3T B % TE B
WA MR TR o 1 AR Ak R TR
FAE A% A S w4/ FI A9 45 2. B 2 75 MS-SPS # i
e, B AN TA] Se B3 (19 RF & 1 200 T B R AR Tk
BN, BT LA E S R AR A S R T R T vk AR
/f/tﬁ)_lﬁﬁ[lil()]‘

1 (Big osSbg o5 )a (Te, _,Se, ), K2 Hall ZHL R, |
BRI TWREE n R TiEF 2wy M1 Seebeck R4 o

a Ry n MH
/pVKTN 108 ectt /100 em ™ sem? eV s !
0.15 -228.2 ~15.46 4.038 79. 08
0.17 -200.3 -9.44 6.615 86. 19
0.19 -150. 1 -7.94 7. 865 79.75
0.21 -150.0 -7.86 7.941 82.21

[ 3 i MS-SPS £ i ( Big 45 Shy 15 ), (Te, _, Se, ),
(x=0.15,0.17,0. 19,0. 21) [y it fE o e 1 I gL
TR R, K 3 AT DUE . Bl & 6 T
L FER SR o BEAL, R &R 1% 34y
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Moo =0. ISHURE ity L 5 R Bl L B2 A9 T s SE R AR
TG, 3K A ol 7R A gl B TR AR R 2R T
A JEE S T A G A AR i PR ) O
TUWBE MG T AL K. B Se & i « Y1
T i B LR o BTG K T Seebeck RAX

W32 345 R AIG 3K e 2 2 O 7 MR B B Se 5 18 Wi
WO 9 2. BE R IOIRINF AT KRN oo, B x
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ik A B AR P R R ) R A% S B
S A B AR B AR i 23 57 B 7 £ BB B4 i 2 0
H, N Se Fl Te A G L ICER , RO KK, IF
FEM BN IE B Se J5 72567 Ve, Ml Te J5UF- 1925 fif
Vi s R Bi 5 Sb J5{5-2x 5 4f Se 88 Te JHT 901 E,
U B BRIE Big, , Biy, , by, , Shy, . B4~ Vo 8 Vi,
SR AP L T A S B R T AR M — s
I, PRI A B it A 14 288 0L 24 TR AR RSO Ol T s
3 M B BR B PR SE 45 2R 72 DU T Bi-Sb-Te-Se &

S PR Se BT ) 4 LB BAIK T Te BT Y
A Al Se JTE IR AZE SEARL & T Te TTHE MM
MZESE, T LA Se JCE B R G E K, BT TE i
BT Se P23 . S B BREE IIE i BE 1 kNS
TE RS2 AE 5 5 A 1 79 o 5 ) b e 2 S DA R
TRt 2 AR R AT 5. WIRh R T Tk 27 4 P
MR, 5L 5 T IS A B R I, DR O I G Ao
Bl 9 BE 1K/ IMER Y T Sby, |, Biy, , Shy, , Big, .
FEDUIE Bi-Sh-Te-Se &4+, IR BHA77E LA L fr 4
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A St R B A B R, {EL % T T BRE ) Y 22
5, AT LA EBIEATAE Se JE 725 (i Ve, IS AL
B Sby,. BEFE Se & BYFIXTIG N, Se Ji 25 (i /Y
RN, S BRI Sby, AN A A G T
(B ) MR, AEABETE P, Se S A9 AZ L
B Hm Se SRR AR AL AR 1 B S AL ST 0
AL/, B 5 B G A8 R AR5 AN L.
LA, B Se 75 M I, BB R A S Rt i 2 394
T, 33X T R AL T LI I B 2R Seebeck R AR
AR A

— lﬂdlna(E)‘
T3 e dE E=Ep

8wky V3

- 3eh2m T(%) ’ (D
by HPIRZZZ W E NPORREH , m”™ T3,
AR . (1) XA BRHMA R i 208 T
WEE n K, o B/, HIIL, Bl Se &t x BN,
T UL n BEIN, 11T Seebeck A o FEAIK.

3.3. REXRMZT

& 4 yﬂ%éﬁﬁﬂjiﬁﬁ%(mo‘ssSbo‘ 15)2(T€1 7.tsex>3
(x=0.15,0.17,0.19,0. 21) AL PERE IR B T
A ICZR . NIE 4 (a) AT LUE T, B IR T /3
T, BT R TR« SRR TR RN
ORI AT, BE A R B TR R AR Az #)
Fn g BTSSR IR, RS -7 R g, (i 44 & 58
SBT3 (L 7 5 126 2L T, A AE 9 77 2 Y F
T2 7O B AL T K A P, B Ry XU B R &
TG EH T R 2R84 AR LS G X ik
g B RE 2 MS-SPS T 25 il 4% 1 22 fib B AR i
M A5 2 T KR AR, MR 45 Wiedemann-Franz
ARk, =LoT (L R EHEE,L=1.5x10"
V2K ) TG R o, AR G R
Ky =K — k.. FHILTT AL, Begh bR R B BRI 3222
ST SR TR KRR NE 4 (b) Tl LA
Bt ,x =0, 15 (R il 19 i i A S 3 I T B2 1) T
TTZURIHE . 33X 3 SRR 0 A9 3800 Wk AR
FESPEBARIREE N R AEARNERL , AR & 51
A BURR ™ R A T 25 ek 8 1) o T 2 TR 38 7 2
ﬁi #&I(Bio_gssboqs)z('reo_sl Seo.19)3 HA FAL)
TR AE 400 K 7] LLikF] 0.43 Wem ™ 'K ™' 4
AT ) A 4 T SR 02 |l T R A% o R rh A7 )
AR ZS 8 0 5 ZURICR . 56, Be 4 bR it A

FEDXIE A RHS 2 1 B A A Ak, R i df o
W T HA SR AL HC R L PR, TR A R R
FAAERY KRR AR AR R 2 45, 3 28 )T 7E 10—
100 nm- {8 PR 45 F X6F Hh S 95 7 1 HL A Ao ) 1A
YRR, RIAREAE B ATTA AT MS-SPS FAR i £ 1) p 2 fif
TSR R A AT SRR A, FE R
TER A e B (B o7 B ik B 25 62 0 [ 7 2 < 1k
) D S A2 B SR LAY B 2R L BN AT
I, AE MS-SPS HA i 25 19 UG LB & 8, Ko
FEAER) 22 NE ARG 45 K b 7 1 AL i e b B A
i 2 BRI VR, DT A A6 ) ol s 3 3 R i 2
FEAER.
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0.4 F
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K4 MS-SPS B (Big gsSho 15)a (Te; _ Se,)s (2 =0.15,0.17,
0.19,0.21) By PEHFR MBI BE T LR (a) TR,
(b) g TR

ARG DAL PR A2 RE A & dle , nl RLAS 3 T 44
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B TE R AR AE ZT. B 5 25 1 T he s b RHRTX
FEMRHY ZT (HREIRE T A& Y ZM 4
a2 A5 BRI AR B B XA A RE, (AR B AR
LR BR A ml AR, a0 1) Sy DX A= K i 7
5. NS RTLAFE Y, B8 TR B9 T, B R 45
nin B8 ZT {E S5 FEAR , HLBEE Se 54t « HYBG N,
FEGAS B IR R ZT (A i3 A ) e il I B8 35X 2 i
TR BB U EREE Se S EEREINITHE N , B A
i) Z2 B3 (B HL ) X 2 5 4 il 4 45 AR A 9%
SR A R 1 R B A ) k5 T 1) s e M
F. FEl (Big 45Sbg 15 ), (Teg 53 Se, 1, ) 5 75 360 K 3jifs
AL ZT {2 0. 96, Has i 2T fHIS AR T X A5 44

1.0
——e__g
%’7¢ s\ﬁ\’:“’\ \.\
ﬁ — ——
L " A ><; ‘\:\\
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NG
°
— = \. \a:» v
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0-2 3(l)o ' 3:50 ' 460 ' 4:50 ' 5(')0
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5 MS-SPS B (Big gsSho 1s)2 (Tey . Se, )5 (x =0.15,0. 17,
0.19,0.21) WAL 2T B EE T BB KGR

AR BEE IR B I A A B ZT fH T IX
FeArt, TR TE 0l B2 B N BAT B R 1 2T fA.
7E 500 K, MS-SPS # il ( Biy 5 Sby 15 ), (Teg g3Seq, 17 ) 5
(4 ZT fE X RHE & T 48% , X X T %Ak R 41
HERGE IR (29 500 K) F A 2 B AR AL T
AIRE . AN, AWEFEEE SRRl P T Se SEITR
B2 B, AT AT R0 1 R A B B AR A R ZT 0
(B B AR BE B, 33X X 22 R b B R s R R A BT
HAHEER .

4. 4 #

K] MS-SPS Hi ARG AL 1 n B PO TTHE AL B
FEARHL B4 L (Bi g5 Sby 15 ), (Te,_, Se, ), (x =0.15,
0.17,0.19,0. 21). 38 ik Xof HAARAE it 11 A1 245 14 F1 634
SEAHEAT o35 TR, M) MS-SPS 57 AR 75 2] 4 B
TR BA R 454 51—, HR o3 38950, ) I3k B 7E
A BRI TR TR R BRS04 0K 2R 45 4. R
(Big 55Sbg15) 2 (Teg g3Seq ;) 5 7 360 K 345 fi 1 Y
ZTEH 0. 96 M LUAL GE i) X 44 8}, Be st b RHEEL
Vi AL R TR 9 B e ) 2T L, A v i
(29500 K) ZT {EAR L IXIE AT RHZ R T 48% . X% T
v e i P RA L, & v I P B AL T AT R, HL R AR UL o 1)
TR T v S AT — E B I R A, E e 9
TIBARITER (A0 Se) By &, AT LAAT 850 18 & i Ak Bk
SEPABTRL ZT AR B0 TR B, 3k X 22 S R
JE B g 0 ) 2 B R L
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Abstract

The single phase n-type (Bi, 4Sb, 5),(Te, . Se ),(x=0.15,0.17, 0. 19, 0. 21 ) compounds have been synthesized
by melt-spinning combined with subsequent spark plasma sintering technique, and the microstructures and thermoelectric
transport properties of the bulk materials have been systematically investigated. The results of field emitted scanning
electron microscopy images show that the bulk materials possess refined crystalline and a large number of layered structures
with the sizes from 10 nm to 100 nm, and their differences in composition and phase are detected neither from the back
scattering image nor from element face distributing images of polishing surface. With the increase of content of selenium,
the electrical conductivity and the thermal conductivity increase but the Seebeck coefficient decreases. Comparing with the
traditional zone melted material, the samples with higher selenium content possesse higher thermoelectric optimum value
ZT after 420 K and the highest ZT of the sample ( Bij ¢ Sh, 5), (Te, 4 Seq 15 ), can reach 0.96 at 360 K, whose ZT
increases by 48% at 500 K correspondingly. In addition, the temperature of the peak ZT can be adjusted by varying the

content of selenium, which is meaningful for the design and the fabrication of multi-scale or grade thermoelectric device.
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