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Abstract

The thermal transport of carbon nanotubes (CNTs) is characterized by phonon-dominated and
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electron-assisted contributions. Although electronic thermal conductivity accounts for a small pro-
portion of the total thermal conductivity at room temperature, it becomes significant under high tem-
perature, high bias or strong electric field, serving as a key way to regulate the thermal performance
of CNTs. In this paper, density functional theory is adopted to systematically investigate the band
structure, band gap characteristics and density of states at the Fermi level of armchair and zigzag sin-
gle-walled carbon nanotubes (SWNTs), and clarify the inherent correlation between electronic struc-
ture parameters and electronic thermal conductivity. The results show that armchair SWNTSs possess
a narrower band gap and higher density of states at the Fermi level, leading to superior electronic
thermal conductivity compared with zigzag SWNTs. A critical diameter of 2 nm exists for electronic
structure regulation, and quantum confinement effect dominates the variation of electronic thermal
conductivity when the diameter is less than 2 nm. This study reveals the microscopic regulation mech-
anism of electronic thermal conductivity in CNTs, providing a theoretical basis for the thermal perfor-
mance optimization of carbon-based thermal conductive materials.
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1. 5|8

BEE R T AL . R DT R BRI A S, ST AR R A A H e R, VE B O
JENIZ) AR RES 75 i (1 S BRRAT . L BERR K (SWNT) BAT i i g 0 3 38 L (5 7 2k e S ARy

YRR T A, ARSNGB AT R B e Dl AR A A B AT P T L RN T

BREKE 2 ERTERER AL 7 O SRANE SAM R —, HINSRLA N ERIA BPIE 1], RURE iz
PAA T oty E . T onlikovil. AT, ArAeR G EREER 95% U E, BTG RIRA L
5%; TMAERE. mBRseREMET, BTSRRI E 10%~20%, FEHE M EA A IZ L
o SWNT [T H s EERB FHEM R 581 R ST SWNT 2 28L& @ B afy B~ 44
P, HEATY SWNT 2993k, “FH &I MEREE. DERDT 2 nm i, —4E5 TR
RONAE 5%, YRR BEE AR N SRR, PORBEA S R R AR R, IR R T IR

HAT, AT T2 SR TR 7 7 s R, B0 i 7 A RN BRI L
RFMERARFR RGN FTABONRZ o AT HEZZRER, RGEHEARTE. AFRER SWNT
MIREAF S5 A4 i R PR BE A, W TS S MU S T IV R I AE SRR, #7512 2 nm PRI
MR IR, A S AR A E R DU AL 5 M R et SR A BR S 4

2. RANKELGHFE

k49K (Carbon Nanotubes, CNT) & — R ik i T 18I sp* 24 TE B — 4E QR EDIRARE, B2 7510
Wints, BABRGESRAEG G, BggmmE 1o R A= &7, CNT "4k
TR (Armchair) . 9514 7 (Zigzag) M T8 (Chiral) =2, He 7450, R B B T Fe B (n,
m). PRFFA CNT 2 R &8 Mo A7 2 SAGE, J565 ONT 2 83 S48, FHE ONT R E 24
FAT N FIHZ R BEERE CNT Rerlr S5 MM JoKBe S % R, 3 s TV F | i S R G MRt
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Figure 1. Schematic diagram of carbon nanotube structural curling

1. BRAREGELERIEE

WRYKE A m A2, 4 3200 WmK [3]. BRI 4]. @i FiER R, wiiET
SEREAR SRR, TERCE T AV L. M RTS]. MERESRAE . TSR BOASE A B N A
BEE T 8 M RAL . AR T AR R, PVE R T H 28R, BRACKE AR VRS, RN
— R T AT A% CAEIE M K 6]-[8]

R E RFE LU T 253 BN EARRHE: ZR A FRSERHAHTE 5% F, BT
WG RTTEREN: (AE SR S EEGRBEIA AT, BTRSRETTIREERA, RO R
IRBER 2R . BRADKE T 25 S R T 1% B U8R/ T 2 nm B &7 RGN B3, .
BEERAD, HEEWHETREE,

CNT gt it H AN

Ceyy =na, +ma,(m,neN) (2-1)

Ref, ol RFHEE, HNEEC o A e, GBI EER, |o|=|a|=a_, .
|CCNT| = \/gac_c \Nm® +mn+n’ (2-2)

X, a,  EBREFE AL,
CNT BRI EN:

d=|CCNT|/n=x/§aC_C~\/m2+mn+n2/ﬂ: (2-3)

BT 25 8K T R BB 9 oK 1 T AERR 2 (my,my ) Homy =m0 5 SR ELER GRS 1) FIEFRECH
(my,ny) s HFMEHES m >n =0, Ba,_, =a, TR ERIE R 559
d,=Ba-n,/n (2-4)
d-=a-n./n (2-5)
Md, =d. W, PFRALREEGRYRE FIGE 5 AL SR BRGUR A (K FHEHR 0 A2 |d] < 0.1 A 8L
AAIE FLBE R 99K % (Single-Walled Carbon Nanotubes, SWNT) & i 52 A1 88 4 B 45 € 77 170546 f#h 2 B
() — eGP ERAR, B SR sp? (I B S5 M), BEARIBAE 0.4 nm~3 nm, KEANATOK B ZKE
SWNT M T4l s EBUR T ERZ M. BR/NT 2nm B, BFHREGN EE, seraRd. wBiiaE
WK POKBERASEEEN, WrWisirRAERE, HEYWBFRTE, E8KT 2nm i, &1
NRTE, HTEMETRE, BTRSRBMELZE. Fk, 2nm & SWNT B 7450 5 BT #5200
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3. fHXE P EA
3.1. BEZRIER
% %17 R #12 (Density Functional Theory, DFT)/& M & 712 2 H ik 2 L 71& RESHE R M
JRERTTE[9]. e T BRI R E i RIEE AR &, R RN 2 T e S T R A TR
(R TR, BRI A SR I SRR AT L - 25 40 | Rl S M PR i it 1 F IR HELE[10].
B % T, B R U EHERRZ K FREANBRESRERLR. UE8E NI MAET
AR, 8 A B 8 15 77 B AT 3R 9

]:I‘II(’E"",FN’RU'“’RM):E\P(’iv"':”an“"RM) (3-1)
NT AR, KIS aE, TR RO R e 1S T TR
R N h2 M h2 N M Ze2
H=- = A —
,Z:I:Zme ,221‘2M, ! ;;4n€0|1§—1€1|
(3-2)
+1 i e M ZIZJe2

+
2\ i 4n50|ri _rj| 1#J 4T':‘C"0|Rl _RJ|

XA, AW EER(h=h/2r); m, RBFEIERE; M, R8T DR PR E; Z, 85881
MEFZWE T e R TFHATENLNE: ¢ NET/AHFEE.

JOE T REE S T RE AL TR B, (A2 TR A AR . AN B . R —
NI, %5 T2 bR B R AR A R A% 0 A8 B DR R O e 9 85 B2, SEIL N “ANRTAR Y B “RIaHaR
() B 5 ik

ZH TR E IS R 4EXEAE, DFT DL T-5 5 p(r) B ARBE BREL, H 3N 4k in) iifs oy 3 4, SEBlnlih 5
k.. Hohenberg-Kohn & H#iF B : FEZ%EME— g A PER, 29% DFT B IEafi[11].

DFT 24t TAMa N E 7 R, S IaWENE S B i 73 p(r) ME—TR5E; JEARRE
HLF 3 FEIIME—IZ B8 E = E[p] s AR — KRBT 5E p(r), BERIZER E[ o] BUB/AME XS B
GRS, ARG T AR AR -

MR BRI EAR R, W RREEIZ RN

E[p]=T [p)+V.[p]+Ey[p)+ E.[P] (3-3)
Rof, T [ p] MM (R T a0k V., [p] WAMAIERIRE: E, [p] AT HZIECHE: B, [p] NA
e
I AR Sk A 4 S ) Kohn-Sham B 75 FE[12]:
2

L ()= a6 ) o4

Hort, v, (r) R, Hartree 35V, (r) . ZHKBH Y, (1), BAEARITF:
Vo (1) =V (1) +V,y (1) + V.. () (3-5)
VH(r)=IL (r)dr’ (3-6)

4rne, |r—r’| L
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_SE.[p]
ch (r) - 5,0(r)

SEH I bR RS P A v MR TS5 M T B A SR AR O R R . BT (RIS 5 R E H I &
TAREZ, HEiMIHEI e, BELPRrE PR RBE A 1, BEA R IR (Local
Density Approximation, LDA). |~ X & T 1l(Generalized Gradient Approximation, GGA) & 241032 B8 5125

LDA /& ik e IR, AR R S TR Rl — R AT IR /NMW R3S 5 7 X 3k, &
AT DX (1 LT3 B TR A B A I X 8% 7 DX 1 A 4 oG I R 3 B BEAT ARy, BRI 75 BN R I
THKIRRE . A2 ICIERETZ BRI A XN

EX [ p(r)]=[drp(r)e.[p(r)] (3-8)
K, e, [p(r)] RN JRIREE) S B TR AL B O BR RE 2

SRIM, LDA &2 TFEEMEER, E0 PR REAREIESIA AT HIRZE. T GGA 5|
ANTHTEEMBERGE, B ICEREZ B 1M MUK =385 725 B e 3 [F] I 25 78 25 B 11 2 1)
A, IR ERTE T AR ST TR R IORIR R . A HRICELRETZ BN

EIGCGA [p(r)}:_[d%p(r)e;n [p(r),Vp(r)} (3-9)
X, Vp(r) AHEFEHEREE.

H 1% H ) GGA 72 B 45 Perdew-Wang (PW91)F1 Perdew-Burke-Ernzerhof (PBE)%5. AR X
FREEIEAN(GGA) R 1) PBE iZ B IR S #e K HRRE, & T IREM AL sp Uik R, RS HERS IR IR K T
ZE PRI
3.2. xR

BRANARE Bt T LW A T R A T AL IR TR, ST RWL .

(3-7)

Kiotal = Kphonon + Kelectron (3 -1 0)
S Bl 27 Al EL 27
ﬁ EP 4 Kphonon 2 election j\jfﬂ ¥ﬁ(“ ﬁn% ’ Kphunon 2 election j\j lEE‘%‘j?‘:l“ ﬁ“% °

FBRAMET, WRACKEUFTFRERES, HHEE 95%; HERE. SBRBERHEISRET, B
TP ZIRTE, SOV RERERE R R R . EAGARFARIE - 2R T, BT 80R IR,
PEFILTHATES: £2BMEY, BHEFKRER, BFRATERHAIGE 0% F; £
S, PEBEGERMIE T, BFHRFRERA, BFRSER g, 55 FhE IR
IS TERE[13].

B HREFEEAAN:

K

electron

X, L RIBCEB(ERILMIL=2.44 x 108 W Q/K); o ZHSE, TRASZEE.
HERAPKREAESEE . R TIRESEERLF R E:

I1€2T

o="5 (3-12)
m

=LoT 3-11)

b, n NERFIRE, e NHETFHAE,  AMBENE, m B MR E. TORRERESHER R, G300
BN, BERER, HTRATREE,
BREKAE BT ISR R A5 M B BOKRESUS S ESL R T2 Al BB/, W7 BROE 3 2208,

hil
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B FIREE S TR RN, BRSO, BHERE, S5RBRE TS, BrARIE R
HiE: B THESERDN, BFEEREE, BrRSREBR, KRR E R PURE A R
EPOKRERAS L AR E, B TRSREERTHEAS, B80T 2nm M & 7RGV 5, &
FEMRA, BT RFRBUEATR[14] [15].

4. HEGFZE
4.1. ERGE

ASCEEER TR AL SWNT (n, n) SHE AL SWNT (n, 0) BT FE 0T G2, T35 5070 8 75 4% 0.5 nm~3.0
nm, 7% 0.5nm. 0.9nm. 1.5nm. 2.0 nm. 2.6 nm. 3.0 nm /NFHLEEL, EKSG—%E N 30.3 nm,
Fey gt R A — 4 SWNT B2, ¥ B SRV 520

4.2. BHRE

ETHEEZ R, KA VASP BFOBH TR M RE 5. SSHOCBEREIE T U L BU(GGA)
NH PBE vz 8R; PV FE AW RE U BN 400 eV, LR T BB IT ).

43. HEAZR

ARG HAR T AFRESR SWNT FIREH S5, R, JOKRERETE, BT IR PS5
FHRSFIFFMETRT R, MR T R SHEAR SWNT oty 25, WYER 2
T BRARAONEXT A AR B R

5. BEBRARERTFLHASHTRFEIK

CNT SR WA FRIRGHFRSRILFEM S, HE 7ok S 90%, Nz £ SHER,
BTSSR E GRS, AERFEEg S N EA —2MEM.

N S A TR 23 0 AT OW FL T A A BCR ER B, KN AR N RS A AT 0 A, K
R SEESRGERZMMHKR. DL 2nm ZAMRFERERIEITUE, K BT 400000 B U0EE R 2
nm I FHEFTS -

FEZEIR 300 K, 20 HARER SWNT SRR WK 2 . HRFRA SWNT (14 G 58
RE TR SWNT. 7E3IE - FHng 264 FEEK < 40 nm), H1ETE 0.5 nm~10.6 nm i [ 4 & 44810
W, BT AR R R RN . IR FVE AR 2 nm T, PR TFIESS MR I B B
MBI TS R IAT NILR, 2 nm K T G AL ST 04

2 Sl EA R T R PBE Z BRTHE CNT AR IR 2 A I 0L 5 W BRARHIE . 1B EARTTF
i SWNT, WM AE SWNT, LML KR T(VBM)F S K(CBM) 4. AT 7 {#
SHTMEE, BEETLES W EA-3 eV~3 eV Z[Al. SWNT (¥ F itk i H P E i, m)PE: n=mi A
&, T4 n+m PERE 3 FIRERERMR A Sk 8810, BT PBE iz B0 L OCBRIF I BL, TTRES
A A AES, WK TRHA SWNT KB Es AT SWNT SIuEe @it i mFe
A, LUK 0.9 nm ZLAIHE L (12, 0)F1 2.6 nm ZLAHE G (33, 0), HWEBH THWESEMR. ShFFAM CONT
SRR S TR AT CNT, BoLUE T A THRANETER . 757U A, BB S oK e gt
AR, W T BT vk

T SARALE, BT AHETRD, BFRASREERIK. W& 3, 7TLLE# 0.5nm. 0.9 nm.
1.5nm. 2.0nm. 2.6nm. 3.0 nm AFEERFHRE. BAEMS, HFFRE SWNT 87 B & & /N T4t
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T SWNT: FLFRILAE N 0.05 eV~0.15 eV, AT N 0.3 eV~0.45 eV. WlEi/N, HFHRENT
Ae BRI, FABOR P AR IR IR B sy, FE I RS R lOK, BEm R TV R R, R SWNT
HL T I G R AR AL T4 4 8 SWNT,
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Figure 2. Thermal conductivity of 20 carbon nanotubes (length = 30.3 nm)
B 2. 20 KA 30.3 nm FIBRAKREARIASE
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Figure 3. Band structure and band gap values of intrinsic CNT with different diameters

B 3. REGETALE ONT g i E R aLE

PR BEAS T L L% SR M P OR BE LR T L SO, R o B IR 5 WL T Hmia AR IR e i

%’?Zﬁo
N T HE— B T T AR R R, AN R AR I S A5 % B (Total Density of States, TDOS) A

KEEF AL M I <] 4 fros. Horp, B OARIEFRE SWNT, ARSI SWNT.
ZERERW], BRAHER R IR AR SWNT 4b, $kTFAH SWNT PORReg &5 B I i 2% i TR 2

SWNT, JLHAEFORRER ML, BmESFERERREL LR TS 58ES, Wi 7T,

4(o) T HER T ARERITRIBUE AT SWNT 7E 3K RE AL A5 R 2 57, MBI el A, By
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7 0.9 nm HIEEKAI(12, 0)F1 2.6 nm A IHEN L33, OV RIS BIER, AR MAEEIERY, Lt
DR TFH B SWNT HRAZAEAHNT B B S IR . FoRBEASEE R, S5M/MESHHBETHRERE,
T AMNE RS, BTRSRB. SIORRRSEE R TR A SWNT TSR M T4 5L
Wt JR A

NG b) c) d) e) f) (9)
2k - L - - - 3.0 Armchair
1L [ L L [ Zigzag
> 25
w1 b F - + g 20+
2Lk N L L L L @;
-3 1 1 1 1 i 1 1 1 i 1 1 1 1 1 1 1 1 i 1 1 1 et % 15
30 15 30 45 6@ 15 30 45 6@ 15 30 45 6M 15 30 45 6@ 15 30 45 6@ 15 30 45 60 &
St
2 - L L L E, 10f
1 L g L B g
>
- a L
g 0 ] 1 K 0.5
c
w g e L |<
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Figure 4. Density of states and Fermi-level DOS peak of intrinsic CNT with different diameters
4. TEERTALE CNR BIZSEE M RERAHTSREIEE

Zeid LA ESERG 7 Hr, AR 2 nm g SWNT HF45H) 5 BTG IR0 I e . B2/ T 2 nm
I, —4EE TR R, TR IR, AR E RN PR K SR RESS T E A, T
M RBEE AR T BE, RIEEREMUE: KT 2om B, ETIREGN RS, BTaET
FsE, WIS OKRRERSHE LA, BT FRaTmMm, Bt e K. kPl SWNT
AT R POK BEAS T BRI, AR AR AR 2 T S CRAF R L7 A  3 ARIAY SWNT FE17 KR
R IR RE DA H FLRFIE, BT I R BRI, HOO 22 S 9B 12 2 nm BHE 7 S5 IR R A2,
N SWNT AL 1343 FRAREHE R SR LGB -

6. &it

AT H R R BEL, KRG TR SR8 SWNT HLF S50 i1 S RIS, 4
WIR: FHESHTASERER.: SLFRHE SWNT 41 F5(0.05 eV~0.15eV). =7 KAE %A% (0.1985
states/eV~2.371 states/eV), HT-HASFHREZFMTHEEN; LILEAN TR, 2 nm NIEFREE: F5
<2nm b, BEFRENEE, BFRGREURTE; &5 >2nm BETHEA; BRSO ERE
AN PRFRIY SWNT HFIF R TTIRE R, RNPERM AR E BRAt . BEFUENE 1 ikgKE 7
SRS BTG R ERREE, AR SHMORAERERE TS . MR SR B ERR S, B TR
B, TR FE RN

SE
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