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Development of heat—exhaust base material

using thermally—conductive nanocellulose fibers
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Cellulose nanofibers (CNFs) extracted from natural resources form the nonwoven sheet called

“cellulose nanopapers” , which have found to show “high” in—plane thermal conductivity compared
with the conventional plastic films. CNFs have the characteristic extended chain crystals, which
the natural cellulose only have, therefore it was considered that the thermal conductivity of the
single CNF should have high anisotropy. In this study, we controlled the CNF alignment within
nanopapers by simply stretching nata de coco pellicles and developed the unidirectionally—oriented
cellulose nanopapers. These nanopapers showed the anisotropic thermal conductivity within the sheet

plane, and the anisotropy enhanced as the degree of CNF orientation increased. It is concluded that

the single CNFs have the anisotropy of thermal conductivity between the axis and transverse directions.

The anisotropic thermally—conductive nanopapers are expected to effectively exhaust the heat to

manage the thermal conditions for future thin electronics.

=25

FERGIR L v shsera—2F ) 774
X— (CNF) ZRiliEL7->— Mtk Mzrm—=
F == W, PIRAF T T 4L
3~10 @V EN G PEMEERZ R 2 2 2
FTCICHALE. ZDF )3T, [ERSH
&N CEMBEM S K& < B b B2
LTCWDZEND, ONF ORI X o T
AT B Z EDVRB STV, ARETIE, N
T VTHED ONF ThH 4T aaxX) JLE
FERRAN BN % Z 212X Y, ONF Z2—filidin &
WIS ) R =T D Z L L.
DOEAMET 7 ~—3 =1, HNHTIZB O TEYR
B SRR L, ONF BRI B mB A3 )
EL7. ZofERNS, ONF BEIZRBOTHEN
R GENTAEL CND Z EAVRRE Nz, =
D X5 RN EERIEN L, RIS
FT A ZADRNFRIWEN G T D Hbb k& LT
IEHIRFCE 2.

1. FANE
Tm—2RL, TRTORY L SO L
NI T YT RS> THEESND RIREDFTHY,
HIER - ClRe bRTE ROZVEIRMENCH 5. ik
NCIE L B — AR FrR RSy & L OIS

MoOEEIZH->TRY, V7= REE L TKMEL
TWD. ZOARMIZR L TRY 7= Az fii L U
J=rEERETDE, Ak r—20aER—EN
5. DGR VTR CH D, VTR ER TR
BHEeT22 LT, #OKAR R EATRIZRDEZRVH
B~ LIRS T 5.

FIVTHRHEOFARBAIIZR 7 07 ¢ T U L LR
A, AMOEFER 3 nm TEREEE Okl T/ fikiEERE
Thsb. 2707407 ) UTKEBIRYFEET 5 2
& THINEERE S 258 L TR Y, 7LD
a7 4 7Y NVEBESTHEES 52 LR S HEE
Ttz LnURGE, WD @b 2\ b
NNV T A R D BN L, 7T
+ 7V NVORGEEEET 2 L7 HaRERRE 2R X 1
S UMEA DB SED ZENTED LT T.
BONTMEE, MERERRE L CRArr—2F ) 7
7A /3= (ONF) ERRS.

FERHSED ONF 1Z, AN THNZARL TE 2RV O]
DEH (Cellulose T type) FEmzaA L CWBH7=8,
ZOREE & RO R S XMkt 5 0. £
CNF 1E, 7SIV TidHE & ARk DBUKRR mM IR A A
D128, FEZED ONF [RECHERZE L, BHIZ
— NEME v e— 2T ) = B B2 %
ZDF )T, T LRI NDOAET T A
WA AR AR L, W H OB 22 D4

— 110 —



RO 0720, itk 7 LT AT g
ANZBT DA B & L TOERDIRNZ
SN TNN5 @ ®,

L AT, BT M ATBRCIE L —T OIERINIC
P> CREER L/ MY EASERGE T TR Y, s
PEoTHBGEE G EHO—R%II->T0D, 3720
B, K0/ - EEREZ R T AT LK 0 iRk
EE-OER AT L 72 D, UL, BUIRCIIZEEL
R — M7 i U TBEN T DR i
HCHD. ZOEL b— bl o7 ORBNLE
LIRDTI=D, FEROFERT A A ZIFHEHTE e
RN L D, 7 LR I NGRS S A BT 5
PEVE RIS D121, HEGE T EMRED b
DIZHNF R OB EBREZ R 5 Z ESETH
5. Lanl, #E LS EDND T AT v 7 REK
MEIOBMRESRI RS, 7 L% o7 eI -
IRBE R EOREMEREIIN 2 CHEBMARE 2+ 59
5T ENREETH ST,

=R IER, WEGEHM TH 2 &4 D3
—WHI T o7z, T b < WO/ - KR
EEEEWTT 2 BRCOAZAN B TEY, £2m
DA TSGR D & e S
T&72. L, ZNETOMZEND, KERHSKE CNF
EHWET ) R RN T T AT T T 4 VD 3
~10 fEEEMEENECTH D Z L RHLTNDY. 4
\Z, WEEEBWIO AR OINERED BRI L7= ONF 12 &
DT S5, NSNS 2.5 WK AR L7z,
B Lo — DO Y SHREAAIE, EEORSARMER U
~— LB, TEALT 7 ARG TP 127
-+ GG WG & OB A PRET DR
TRNZ ENRREREREZEZ DL, £z, (NF O
KE LMD T 2R DAL TR @, OF
ZAREARLE LT © B ATREMED VR ST
5.

I A== DB TIE, TS R
FHIFIA CEMREMEH R E e & 03 5 2 & DVRHET
b5, bbb, FRUIAYHSR N OF ) ~—
R=TIE, EAFENEBLZ 0.3WnK THY, #9
8 [FDEMAERGENHET D, Zhud, /=
—HD ONF Bl RE <IN TWD LB,
FERAE O FFHEICEIR LT ONF B & H K& 7efmEl
EETDHIEAVNRINTND.

—J, VR TNT A ADOYEE IR S
21, SHRIRNEMER O TIIAF3ThH D &
Exbhb. 77200, EFENT R ET
IHEFEE LT, AVWOBNZ XY F—~—b— %
T FRIREMENE 2 DD, ZIVERET H72DIlT,
HOOHNZITWENL, BTN B0 N LR
TE DM AR LI BMEBOESR BT 2 & 5 2
bID.

& ZCAIIZETIE, ONF 22— GBS S w7
J 3= XD FRIH R B R L T X D
EHEIRL, WEWE &AM 2 RIRH SO R OB 72
P B ORESA s LT-.

2. =5
2.1 R ONF F/ R—/\—Df&

CNF OEEFHRIZEWTC, FH¥ T a3l H L.
TH— b & LTHREINEILADH LT 5T aald,
WEHREEE AN AR 5 ONF D 3 IRtk v MU — 7 1%
WEFTHEKRT N OKGE 9L, L) THY, &
N —ZRMENIEFIENZ ETbND. £ 2T
KEFEDOFZT 2z« XY 7 )V KT Y o
LOKEIEAC 2 RIEEDR L, 7T U TRRIE AR E
Lo —R55a kLT

ZoFETaaly, MO0 D LD
(2, 3 RITINTHE G ~T= ONF % N U —7 ZFFD
T2 ORREIR SN TH Y, HORERTEIERTHZ
LTSN ERIT DAfER L 5. 22T, 5l-9kY
AR A O Tl e 228 C, Xy hU—
7 G D Z L 7p SRHED BN SH 5 Z & AR
Iz TR T X DI, 1R T/ NVERA CIEff
L7c. ZORE, ZVHEMEETT 2 Z L 2P <2
T UVBKRZETT, H O UDilHERE FH-S85
Z & CRE LTI AlRE & 72 o 7.

5ok 0 BRI A VRIS, BA GEfES
VN5 DR) ZBEREICHIE C& 5 i bhs. £
7o, IEROISTTOTHEHRE (K1) 226, Blok
D SR LTINS EAHD EF L TN Z 2N
D WTIDTIIVE B SIRY BANELE 25%
A D EWINCED Z & HHH L2, AL T,
BlIn) % BB 32 B C, IEEE A 0, 5, 10,
15, 20 BEO25WZRRE L, FEMERAEITo72. bR
WHED T IIZE DAL, ATV TRy

— 111 —



0% 5% 10% 15% 20% 25%

100 -

75 1

50 -

Tensile stress (N)

25 1

0 5 10 15 20 25 30 35
Draw ratio (DR, %)

[ 1. %5 2 2 OBSRESLEE & SEHRR 35T DIEO

2R

BPREEZ SRiote. bbb, 5l IR
TR TR S NI Z LAV Sz,
IR Ny F T VALK BERIR S,
HEfF ) _—si— b L

2.2 ECRIERRAT

JERAERZ X AECAWR A HEE T H 720, TERK
RS 7RSS (FESEM) #%%1T-7-. DR
00T ) =7 3—HTIL ONF 23 2 ot 7 v & MRS
LTV ADIZHE L, DRISYEA ETr—HaZEls 4
HEmBERIN (K2). =/EL, F¥Faa-
IVDOWNERTIE ONF A & BEEE A 3N
TET 5728, MRHER AT L Tl EDEZEAS
AT TWAH R bMERINT.

BT ) =B AR AR R A R
Bz, 2 WockrHigsd v X BREHTIIE &2 920
L7z (®¥3). Zok, FEHSE MD) % EFHmiz
fREFL, A (D) 12 XBEARLE S5h
72T 31 2= F—ERIZEBUVWT Cellulose [ FkkdaD
(2 0 O)HESUZIVT D HOLH ¢ DR AT ZAFHEL
Voigt BHEKIZ & v hiRENGE L, LAFORHRE v

TELAEE/ T A—4 S X UBIHEEL ~ 2B L7e.

3{cos? ¢, ,) — 1
S = f

(cos? ¢ ,) = 1 — 2(cos? @;00,,)

2. JEfT ) ~<—r—0> FESEM 22"

08

o o
> @
Orientation index, 1t

Intensity (a. u.)

o ¢
N

o

0 180 270 360 0

90
Azimwral angle (°)

10 20
Draw ratio, DR (%)

3. 2 ¥oe X BEHT L AR e

(cos? >_ZZ[((p)sinq)cosz<p
O Prooxl TR I @y sing
180° — fwhm
T=—
180°

ZIT, pBLU g 190° BB L TR 350° D E L
7z. FwhmiX, FALATEEE AR DOYEIE TH 5.
SBLV 7 K2, DR ORI HE- THIKIZ B L
7o Tirbb, FET AN T ONF AL VEE L
TV AFERAEERNGHE 7z, DR=25%DF/ ~
— /=TI KRD Sl (~0.4) 5%, FEBLERZ X
- TEBRO 2B EERHEIMTZ T D Z & HHER L
7o, ¥z, z I IERMEOHSMFHEER ThD Z

— 112 —



EHREGNDN, Bl S E 7 DRV HHEES
7. T HOEAT ) A== W TEM ST
%32 L7z

2.3 FMEHERAT

e R S OARBAS M2 TE R A3 2
72, IEEFVNOIEEEED B ThHhH ARy ME
HWBHSNREAER L, T/ ~<—3—0D 3 Fn)
(D, FEfHEEE ) (TD) 3BETUIND) T2V N THNT
IR o ZBIE LT (K4). 1372 o fE
BiL W VEEZRECT, FEHIOIET HERER
PEH U, WAERITEELTREEASE
(TMDSC) %, HDVFEZOWTIEEERERCLY
R,

Ingv—Y— (R )

A F5 0 O FE Y

4. BMLEcRORE

3. RLEE

3.1 EEF/ R——IIBIT R EHE M
Bl ) = DE G BT HEMEERORE
B S5ITRT. EIAESRINT 5108, BYRE
T MD HFNIHERL, TD Hzidel Lz, N
B TRV BMRERIZ L PE Y, BUACR 221k
RO -T2, ZOFERE, ONF AELRIT 55
M2 R L, ONF Edf & BT 5051
WIHER LI K RD T EHEHER L TNWAD. 2D
L9412, —ifilfEdm S8 ) ) == XHENSE T
WA AR R OT2 0, TERD 2 RITT v F A
T— M BIEAMH RN A S e & L A FEEE
I,

ZOFERIY, ONF 20O HDIZRWT HIGEAE
BIHELTWAZ LR LTV, 48, B
WCELAE A2 LSBT 2 & T, BARAYZR 100%ECHRIR

25

O MD
SE2 204 P <}
E 2049| A <}
= Q.-
;‘%‘ 15 ©
g 1 I ..
§ w4 ¢ LT
T
E
rqs) 0.5
iy A
0.0 T T T T
0.0 0.1 0.2 0.3 0.4

Order parameter, S

®5. BT~ =D I3 DR

e (S = 1) 2B AEMER A JMFHEE rTREIC 72
ofz. JiVIMEHEEDRER, M Ak KUY D Jila)
T~3.4 BLO0.37 Wik (ZBhET D Z LAVHFL
7o, ZOPMBEREIT OF Bl OBRERE M
B INTWAERARTZENRTE, 7475722
F3RD ONF 1 3= & 1A & RS H10 T L £ 10f501R
BEGHEER LTS LS. Zo L5 75
Wl b, BEROS B )FEIZ L 5 Cellulose T
RO 2 2 b—y a VR E RO —EERL
7&:(10).

3.2 {GEM4EERESRDBIR

WIZ, T 7 == ORENRERS (CTE) L ELI
EOREFIX 6 1Z77F. CTE OFSFIIBAER L 1
Wz, BeAEEAEIZ SR T HZidE L,
TR L7z, CIE H>baili S A E-HELEE
D3, ONF RLaNZ5R< SEBA LT TV D Z LB LA
(2ol ZOREREBIBEROT — & LAt S
ek 2 A, WEHNIZEEH 5 CTE & YRR DR
(AR 2 BB 2R LTz, ) ~ 03—
VD HEERRIC RO T, BSHERERDRN

(F72>% CTE fEASKEY) HANZIE7 + /7 HEL
IR T DB DIBMEME T 5 Z L AVH L
To. THHSREZR BTN — N ARG BIRR L 2 Bk
RThorLEZLND,

3.3 RRHIEMEDRIRYE

BT )~ DA ME R S SR THERR
T 5728, DR = 25%DF &7 2 agEfisL GRifgik
f8) OUIRFEZEWZEESET, pEEfo—1

— 113 —



204
A TD A
154 © MD &
¥ A
€ 101
<3 A
w& A
5-
o 8
° 5
0- {) o

0.0 0.1 0.2 0.3 0.4 0.5
Order parameter, S

164 O MD
v

NE h A TD
:;1.2- o) +

=

2]

=}

£ 08 'é'

T

z

(7]

£ 0.4

0 5 10 15 20
CTE (ppm K™

6. BT /= —ORENERRE (CTE) & #dkigx

7. TR —ES T 7 4 TR ET S — MR~
{MORET (3]

MR REREY LTz, Z Ol X o — R 2 BRI
e, —E/T7 4 TREMMMERSYL L (K
7). B OLMTIE, BWRIZ3E LT ONF Bl 5T
MNEEIIAEINTEY, —HOLARITIRHTIZA
BLTWA., ZORIMOEWVZEY, ZRITiEED
1% < E TEMMEHE L T ARE SR R &,
FIRFZ, P & DRI - TEY JATe & 5 1B

1000

100 4

Thermal conductivity (W/mK)

0.1

CTE (ppm/K)

8. Hirt—RF )~ S DY

LTWAZ EHIERTED.

—75, DR= 0%D5 VTR UIEREVER L7205, iR
Hx DA TG ENMTE A RO
T DOFEFRIE, ONF ORI T SEIRAN B E 3
ZoTWAZ EMWRLTEY, BZXoTaEE
WA e RE o 7o o — MR E LN L S 2 5.
Fir, Bn—2%& O EGEHE 1D TREET
HDHT LATREN, RAGEFT S A 2OPEEE )
AT % EHERERIBEAA L LTRSS,

3. 4 {=EEBHE

FERERIOPBIA TN, BRI X
THAMEbMLE L 25, ZhE TOM &I E 2 T,
ABFZETIEC] T )~ = DACEWE 2 LT E
FBEAMEA M LT ARAE N THEME L. PR
TR TC, BOIEIT )~ S— D A LT 15,
T —R L JETEROUT LT 7 U VRERINEE L
BEE /) ~—ITEiR A S, IMNRE RS LT
FIARGEH| % FIEE U788 7 4 VY, 3% 600 nm
(2T S EMREERIEAEEEATD Th> H~50%%
TlEEL, AL AECE R L F st
DOVEZEBRTRBIIE S U, JEITREA RN L2
Rz T, F R —Km DM b
LR BRI LIzi=b B2 bnb. —F, s
ERITMD 516N 2.5 W/nK, TD J51A)Z 0. 5 W/mK %753
L, MEEARIDOEEETMEA +oHERs LIRIET
HH L HERENI.

3.5 wILA—RF/ R—/I\—DEE{FT

— 114 —



DX D RFHR ISR DR ol kv —
AF ) _R—r3—L, K 8IZ7”7 Ashby plot 225, 7
T AF 7 T 4 WA TR EMEENED R
FMETH DR TERULMRIEETH D Z L 3bmb.
ZFO—HT, BAa—R 3SR TIvy - h—
NN D LEBMETH D H DD, EkENR
HELEAT 4 T —L LTRA LR Y ~—8a%E
BEDTODYMEREIR L BEE LTV Z L hbind.
DX HIREAMEFTIE, 7 LEF T IUEREIAM:
ZRRHIZERT D E LD, Fizbb#r Li=F%
M D 5 HEnm— 2 p3ME—REORHGE ATREMEZ2 £ DR
BRI D128, %Nt L E 2 Hhb.

4. 4ER

KRB/ — A S ST R AR
BIEAL, 747 2 a0 JJE 5 FEC X
T, BT 4 WV AMEIOERNIZB TGS
MMEE RIS 5 Z LITpE LTz, iR
N THREMIZARERA & BRSBTS 2 A
HOBMRI D TH LN o T, Fie, ipEXR
T— MPEHC K BRI S SERE S . RIRIC
AR ENT OF 2 ANBIZ EFET 52 L
T, TEROEEST /SA A EZWRANBHIL 5 HHhE
MR~ DB X 5.

FeFREMX

[1]  Uetani, K.; Okada, T.; Oyama, H. T. “In—Plane
Anisotropic Thermally Conductive Nanopapers by Drawing
Bacterial Cellulose Hydrogels” ACS Macro Lett. 2017, 6,
345-349.

[2]  Uetani, K.; Hatori, K. “Thermal conductivity analysis
and applications of nanocellulose materials” Sci.
Technol. Adv. Mater. 2017, 18, 878-892.

[3]  Uetani, K., Okada, T., Oyama, H. T. “Thermally
Conductive Cellulose Nanopapers” The 4th International
Cellulose Conference 10C2017 Program * Abstracts, P=043,
p. 161, 2017.

(4]  EARSE6ER - MERE - KILB T, [/ 2o — R0kl

SRR S S BNRIEEDREBL) 58 13 [l A e ARG

ReRFCEE, P58, pp. 161-162, 2018.

[5] PR - FERPENE - KHAH - EASSEIARE - M0 - K
W1+ REFHE, WRFAESAT ML bEra—AT
7 77 A S EFRAEOWMEELRIHEL 55 38 et v
RO NENGHICE, €222, pp. 264266, 2017.

(6]  EA=2080 - MBAE - RIFET, [FFTaazfu-#
i)/ ~—rS— ) 5 38 [EMAME S LR T ATRTETROC
4, D123, pp. 162-164, 2017.

(7] LASEnng - fEH0 - RIWSET, (RS eim—
AR IVT DI & SR | m TR
466 %245, 2610, 2017.

(8]  RARSHARS - MFAAE - KBS, TRALo—ADIRH
IV DA T A KhR L BRI EL) 55 78 BEUSHIY
BRI R RS, 6pC22-10, 17-023,
2017.

(9] _EARSEARS - WAL - KIS, (5 wrn— &Rk
DACEAE I L BAFEHEET Y o — X220 24
REhHESE K07, pp. 15-16, 2017.

[10] FAIEAR - MEFRE - KIUF T, arn—2F )~
—\ZIVT DB AR 5 84 MR L T RFSER
SONTRENEE, NGRS 28, pp. 137140, 2017,  (STAE
FRIE NHRAH)

[11] A8 - BEBRE - RIS T, [ENSTHE AR R
T —R T )| SR 29 ARSI RS
FET2%1 5, 1B12, 2017. (HFESHHRE)

BEH

(1)  Uetani, K.; Yano, H. Biomacromolecules 2011, 12, 348-
353.

(2)  Abe, K.; Iwamoto, S.; Yano, H. Biomacramolecules 2007,
& 3276-3278.

(3) Saito, T.; Nishiyama, Y.; Putaux, J.-L.; Vignon, M.;
Isogai, A. Biamacromolecules 2006, 7, 1687-1691.

(4) Saito, T.; Kuramae, R.; Wohlert, J.; Berglund, L. A.;
Isogai, A. Biamacromolecules 2013, 14, 248-253.

(5)  Nogi, M.; Yano, H Adv. Mater. 2008, 20, 1849-1852.

(6) Nogi, M.; Iwamoto, S.; Nakagaito, A. N.; Yano, H. Adv.
Mater. 2009, 21, 1595-1598.

(7)  Okahisa, Y.; Yoshida, A.; Miyaguchi, S.; Yano, H. Conpos.
Sci. Technol. 2009, 69, 1958-1961.

(8)  Koga, H.; Nogi, M. ; Komoda, N.; Nge, T. T.; Sugahara, T.;
Suganuma, K. ANPG Asia Mater. 2014, 6, e93.

— 115 —



(9) Uetani, K.; Okada, T.; Oyama, I. T. Biamacromolecules
2015, 16, 2220—22217.

(10) Diaz, J. A.; Ye, Z.; Wu, X.; Moore, A. L.; Moon, R. J.;
Martini, A ; Boday, D. J.; VYoungblood, J. P.
Biomacromolecules 2014, 15 4096—1101.

(11)  Uetani, K. ; Okada, T.; Oyama, H. T. J Mater. Chem 2016,
4, 9697-9703.

— 116 —



