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Probing Electronic Charge and Dipolar Charge in Triboelectric Generator by Using Optical

Second-Harmonic Generation

Dai TAGUCHI', Takaaki MANAKAT, and Mitsumasa IWNAMOTO'®

H5EL WE, FHEMEEBETRROEIANF LBy FTRMEINL 2D, bOELORIEN A
b ZIEAETHEBERY, LI AVF-HE LTERSNTVWET. T4hbb, BEEELLT
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1. £x2» 2

LDOELDORED HbEI L ZIBEELANOLS
NLZeddHd oA NFEIT(I]~[5]. BEOHY
ZHEE (&F) B (2F) 2Hh0Hb L1, T
FIANF -2 BRI ANVFE—ICLERT LI EHNT
EEY. HESAL L TOBBERIE, BgLILEIA
ZHELZERP LIS ZZICHE TS ETHN
FI[6]~[12]. LMt —F =% L &I8F8F &
FELTHIZ220, KIEDSPLUCE L DY DNz h
HAeDAEFETHED LSRG EREITZ L LITLIE
TY. BEIZANVLIIRAYF v r<—27 LIFENLAR
BRELLRE, EECTHELRLZZILHMONTY
3. FRA GBI TOZ ) LWL g 5 TR
TN TEFLZ[13]~[15]. EDLBWINSHDTL
KTV LR EHEIDZY), EDL SWEITIE
TR RO Ebrbs LI TEIELKYTT[16]~
[18]. HATZEMK (JIS) THELZ M 5 )
B SN TWET[19],[20]. BEEEXFHTHRZ S
IHCTHTHED SN T ET [21],[22]. F / kT
% EOFIE ORI LY, FLWHEED Ao
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TWE T [23]1~[26]. HEFRMUIZOERDOZ ANV F— N
¥ FEIERIC X B9 [27]~[29] 12N C, FHERIC X
AHfzed D 5 CE F L2 [30]~[34].

—HT, B, BEKLE L TOBREES TR,
BEEER Y AV F - E L CREBIICFH AT 50
FHNEFALL T EF. F /T 27 1V ADE
Y [351~[37] /NS BRI ANF -2 RRBLFIHTE
HET W[ OMAGLEIZLD, SEFSFERID
HAPEENTHROEE P LI Lz, EF TN
A ZADHIE T 7 F v & LTOFH[39],[40], X #5844
W, A8 T T4TRRMRIR VAT LEES
¥4 HBETEEEOENR[43], ZNLFE TIZZWVIBHDE
KINTwIT. RN L2 B LHHE, 5
MED ARKINTOET [44]~[46]. T L7zhT, =
ANF—Re L COREERIIEREEEL LT H
o, BEBESBORIEIIT DTV $ [47], [48].

HEA L L CORBERD T A VF—HE LTORE
BHEES, MHOI 7 uRiiE Tl o THfiliT 5 2
EDETT. 2072012, HIDEEF 50 (ultraviolet
photoelectron spectroscopy: UPS) [49], 7L ¥ 71—
7 BEMEE (Kelvin probe force microscope: KPFM) [50],
TV F — 5k B B (energy-filtered trans-
mission electron microscopy: EFTEM) [51] 7 & D5t
WOWEESFH SN T ES. KRCTIIFEED
HEOSYh o, BEEERO I 7 0k, [IEROER L
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BT, 23T 52 &12EH L, ZAER (MDC)
L5 2 WE TN SEL (SHG) #%#n L £9.

2. ¥y 7RI ILVEMER (MDC) &I
& BER & UBF D51

< v 7 A7 2 VEMET (Maxwell displacement cur-
rent: MDC) X, BWOB CEMIEMN TS L &IZE
W& D7\ FEAR R I 5 B T [52]. EEE
T BEROPZFN DDA LT MDC ZEBOM O
ZEE RN, BEWICHHIBERICH ) 953 K11
~ v 7 Ay o VENER BRI CHET % & &0k
F T 52],[54]. M 1(a) ZEDOBEMHPEMORM TE
fg 2 & ZORTFTT. B —q DSHHE L 720087
FEROMT Ax B)\ 72 & ZIZERRIF RN L EW Q X
X 1) T

0=+q 1

XDEH1I@DLHIZ, BRI ICERFTOTS
ADOWRE IR L, B2 2L C, BRI OFEE
faflEs 5L &TY. BROMES LT, 2095
Ax 7208 T, FERE CRZTIEBEEICER Q
AN E . X 1(b) [ EEMRDE TART-A3 0 L 72
EEDORETTT55]. 1 Lo ICEBIZFATIZAN T W
oRES y R 90 BEMIEE L 72 & &2, A4ERE

(a)
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-Q
(b) i
_Q +q‘_7:ﬂ]‘ +Q
-
()
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M1 (a) BAMOZEMIC L B MDC. [UIZERL L 720 IRHE
ERLTWET. (b) AR OEEEIZ L2 MDC. X
AR R OREZ R L TV ET.

Fig.1 (a) Electronic charge displacement and (b) dipolar charge
rotation, which causes Maxwell-displacement current
(MDC).
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Bolo it L AN IR () O Q AN E S
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pld £q OBERHEHE o BER AR FOKRESTT
(u=gqa). ZNHOI 7 aiEE (FERFOLEAME B
FomR) 2ERATHET 2L T, HEOES
EE[DZENTELOPNBERNIEEOFH T
—HT, R R @ IFEES LEM 1 IR L-E
Et RIS B R TT. EiEHTHlE L 72 BRI
(1) DEMEMIZE DL DRDH, ek A Q) OB
WTHIRICE B DRON%E, ZOWUELZT NS B
20 LW LD T, ZOFEIKRD LD
W20 F¥. BEROBOZEECTEMIEMNT L L, &
i1 & B2 AEA TWIERIBONNCEM2 L&
WMEFOHELEYT. BRIMIIELAOBEMEHENE
FTOT, B2 OREIH/ZICIEOBMAFLEL 7.
COEDEMMPEZ NS bz, B 1 L&
Tif % f ATV ESTIRDML S 720 I EAR 1 DI
7 5 9K % IE B ASYER A1 L Bt S - B AT & @ )
HEINTELOTY. 2F ), BRMOMOZERM T
BLRIVBOMOLEZ BB, B | OFEEOIEENR
HEM 1 LB 2 2 L TV A EIE o TEMm
1 OB 2I2ELN, ZOE EBERFHIERITAL
9. Eitshld, BEROMOBEMOLA %, BEHEME
ICESRIIRE AT TE LA 2 & CHEEMICHBE L
TWHOTY. BUBRTFORE TS [FE L&) IZEEAI#H
MEOE DY, Eiehz BRLSTENLTER | OB
BE2IGEIINT T, L2 AT, BEREISHINT
WEBLRIIME 7 EZ TV RZITEDL I RHDOTY.
HEOLDBTEDENEZDOLDTII VO ELT, &
MR N AG A ZBLAITBVBM 2 I L TV E 05
FNEDMBTZ2HFIZL TWDEONIEEBDO BN %
RTbbrh) FHA. EMOBTEMIEMN LI2HE
b, BUBT T 23540, BIEMVMEL TS
DEFELH LBEBBERMIES72EEATNDL LI 2D
DT, BN L BRFREED &6 L2855 L 4o THE
SIHEPFEOE DL T2ONIEb0S RO TY. Fih
Th, hHLILOEEE) LHIZ, wWAhnwA R L%
HZTHI LT, B EPBFOME %5502
MTAIENTEET. BRETHERIINEST, w
HWBRENIOHH I 7 aksTOWEE, E[52],
L [55], SBHIEL [56] 7% & oS ERIEE FIH LR
FCHET LI ENTEET.
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FRFOL U 2 YR IRE (SHG) |2 & 2 BSIREEO MR & BT OFF(l

HREBIIZ B E 50T, KX (1) &3 (2) DEILA R
BEIZEREHIH N T3

3. kE2REMERE (SHG) EICL2E
7 & BT D FFM

J6EE 2 ks A 54 (optical second-harmonic gener-
ation: SHG) #EINE o 7-HETT. WMw L —H—
THLLE &I, MEPZOLEGORETHENLT
T EEMALEYT. FIZIITHEDOL - — (R
532nm) THST LERINRO SHG (1% 266 nm) A*
FELET. ZoHERM) &, EifOE & REF
DORFEZ R 4 DTS2 2 A TEET. ¥E
ADL—F—%WE L/ E5FO0 p # AR
EIZhIFTECERB) DL ITEL N TEET.

P=DP0+Pw P 3)

po \FHEH, po FHEE A po,, FEE /2 OHHES
TY. WEIFLFICHR D py, 78 SHG TY. MDC T
X po=gAx, pxX (1) LXK Q) DEDOT/EM Q & L
TEBATHETAZLZHHLE L2, —FHTqgAx
EuDELLDQ DIV DI SR L % HIEHEICD
WTHIBRE L7z, SHG MIETIE, pyy &2 < B &R
AL (gAx) & BT () %iE$ CCD A X 7 THog
LET. Kcwzid, X)X Q) 0LEBOER Q
%9l L C IR EETCllE T 520 MDC T,
BOEREN (gAx) LRET () 2EERET S
D% SHG TF.

P2 = Y(qAX)EQEL + B())EZ, “

T, (@) Dy & BAKE kD HDURITHEHS
EYREDET. y HKE R DHEETH

Pro = Y(gAX)EQES (4-1)

TERWEMDH ATIZED £F. EBRTIIER E) O
2B L C SHG HBRELKEL b 2 & EhD
LT, 2o SHG X, BOTHm=E L E2HMET
%728 ® EFISH [57] £13#74 0 ¥, y 2k 5 SHG
&, BRE) I VEFHIMARKE LRSI LTHLC
O ET. BETEL200TFL, bz2hwsTblo
SHG #%EL 3. BRE L 25 WETIIAUEFH
HATIZEY T

P = Bu)EL 4-2)

#iE | ™

p K \ \
i | | k ﬁ
qhx F_
o
. pZm(qAx)
l\"‘ P2 )
SHG |‘|\ |
P2 I‘ | ‘I‘\|
/1 |
J\ j \ R
MDC — e — B !

M2 BRI s okl (B EF) OflED A
A=, MDC W f =0 CTEMT L AET-DEA
HbhEEEET HEREE. SHG (254 OREWK £
(W) \ZFRF & BUBT-2353 A % O CERAYIZHEIE
T&5.

Fig.2 Probing electronic charge and dipolar charge by using
MDC and SHG measurement. MDC probes electronic
charge and dipolar charge electrostatically. SHG optically
probes these charges and allows one to visualize charges
and dipoles selectively.

T¥. SHG CTEMBENM & WHTF %58 L CllETX
BAA—VEELEM2DEHI2%0 Y. IR
AR MVOREDIL L AThNTWE TS, FRIMRIT
MELTHRRZ WA TIREIV I Y V3 HTHZLD L
FHIP T F . BAM L BT E5H e LT
FU py TTH, TANLF—REEDENIZL Y B4 D
WET SHG O3 hBNnE . BERER L LT
bbLERY 43I F (PMDA-ODA ) TILEM DZEAL
ZAHRALT 51213 PE 1140 nm O L —HF— TS LT
& 570 nm @ SHG % #%2 L £ 97[58],[59]. FEBT
X ZOWED SHG IFERD 2 FIZB L TREL %
DET. —HT, BETHTRASET ZOKEED
SHG IZ/h& WV FTT. BT 2/RETHICIIEE
570 nm ® L —H— % W4F L TP 285 nm & SHG %
BELIY. THELOBRBREELCHOTREINSES &
SHG 78K &L 72 % 2 L 2 EERCTHEP D 5 2 & T, il
THRUWETAHREL L GROE L, ZOL)ICER
12 & 0B & BT &) 2 7 Ol E 5 CHlE
TZ 207 SHG ZOFRTT. B FOT AN F—HE
wHrETLERE UL, S04 THE ) SHG %
EHXL T MDZ EHTE FT[60].

4. SHG | &£ 3 BEEEZOREN
BERIC & B BRI IEREN 2 B R & L CIE <A
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(a) (b)
b=t — AR
(BAFr5iRS)
] 1
N |
| EEEm !
1 |
HFEZ 4R
SHG — SHG —
CCDhAS

3 (a) BEIRFEE O EM AN & BURT-RLIR & AL %
SHG HIZED AR, (b) R E BATFEIRICH VT
EEEOEMZXHITE S L9 I LR

Fig.3 (a) SHG measurement system for visualizing electronic

charge and dipolar orientation in triboelectric generator.
(b) SHG system for probing positive and negative charges
by using quartz local oscillator.

LNTWET. fol, BEERKTIAVT-HLT2
WIZERIZEANESRAL L, BB EE LTI CWET. £
CTEHESND DB W HESRL LKL EE
BRTIER L, SRR Z RIS E T2 24 V-
ELTOBBERTY. BiEL 1L, BYEDED
FUECEM O [27]~[29] & R4 TFERm [61]~
[63] 2 L CRB A L 5. &5 50K TH
ERBZ b, BRIANT—OREIZDOLNED
& (L 5 2 & 2SKE) T [64]~[66]. SHG % illl
T, FEROESNYRE TILEHEAEE L 2o 728
ERADFIFLSEL 2 O 2 BT 72 D2 [58],[67], &
T CHITIERM 2 ODRAEMEDOHN[68], EH AT
TETZENTETT.

SHG #ll5E % 9 2 1 IZBEEIC L —F— % AL T
3$4: L7z SHG %# CCD 1 A S THRELIT. TEM
ZEEICIIEETFHEEOAACTEET. R0k
I SHG L —HF—DBER E, O 2 FIZIHIL Thi
CEXLFTOT, BRE, DRERIUVAL —HF—
FHVWET. M3@ DXV A L —H— % R
MIZAST 5L SHG 23384 L F . 2L —+—
DOWEH 1000nm & ¥ 2% &, SHG OiFid 500 nm T
9. ¥R 500 nm OYE/EF EETEEET 1 V5 & CCD
AATORICENT, L=F=DPH A FTIZALRWVE
L THEZITVWET[69]. F72, K3bB)DLHIZ
KD BT SEIRZ i L 32 &, BAOIE LA
WA RGTLZENTEET[68]

B 4 1% SHG Mg 12 & ) BEER (BWMAM) 27
V& A ACEMEIEE LBITT[70]. KU LI FT 4
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B4 BRI L 2AT0 BEEEA (BIAM) 22U 7 Vs 4 A
THWHALL 726, PET 7 4 VA THY A I FREHE
L%#55 PET 7 4 M ABLLIC SHG 24 L7220
WBIETY. 7L —24 L — M 10fps. #RLOFFIE
B2, MO EOFTAERFEE LT SHG b
SRPEDSHRVAT T

Fig.4 In-situ visualization of electronic (negative) charge on
polyimide film at 10 frame/s. The polyimide surface was
rubbed with PET film.

VLrER)TFLYFLT7%L—1F (PET) 74 VA
TEET L LR A I FAEIZ, PET NIEICHWE L
9. COWMBIIEBOBTREEMIER 2T 5
CETHMRTETT. KA IFBIEL RIS BIERS
DFEAEWELE L. EWL PET 74 VABLIC
PET 7 4 VA LR A I FOBERIZIEET L2ER
ZARALLCWES. PET 7 41 )b 2 CHUE OHESTIC
R A4 I FEREZED RO S &, 100 ms LA O E;
B CEBERAN AT L EDbh ) T3, §l&EHE
PET 7 A WA TN L5 &7 5 &, FELE
RSP ITCERELLHICEPLI L b F
3 (T=400ms). Z I CTHHALL TV 2 HiPHiL 5 mm
TY. L—F—KDAKY hOKESTHREN T
B0 513 SHG M5 % & B > A 7 & 2HE5R L CEM
O ETELBITT. B A I FREICaTFH
BLTOL N EMOEMGH VL > THET. H#
T ORROIEBG 22785 — VB PN LCHIET
LI Ephh) EF. WigE T —) TR L TR ERK
OB N T AL 1.5+0.5 um TF. SHG O E



TRRFR I T8 2 I MgE (SHG) 124 %

L—H—m Y > TNDIGHR

25 um

5 SHG SR CBIZ L72RY A I FREOWE/ S —
¥. (@) SHG THHALL 72758/ ¥y — > (b) JLRL
Ty —

Fig.5 Corona-charged polyimide surface visualized by using

SHG measurement.  (a) Visualized negative charge.
(b) The negative charge pattern in a higher resolution.

X6 SHG M HHISIRD k% Y AN CEFOILE
DREP DD % £ 512 LA L 2B gEER. K
A3 PFEMEE @ v M, (b) PTFE TEE L7
L EORER

Fig.6 Visualization of positive and negative charges remained
on polyimide surface after rubbing with (a) cotton and
(b) PTFE film. SHG system was coupled with quartz local
oscillator.

560 nm DZEMFIREREDERK SN TWVDE T E05bA D
3

X 3(b) @& ) 12K S 5ET B SHG % R
IR E LTS &, EMOIEAOBEZ B3T3
CENTETY. TR, BRHOOL HHERD
EBM CEBEM S BT R, AR CIEER~
A>T FATHEVIZEATH Y (1 = e/7) fit
H180 FE (n) 72T NTWB I E2FHL 3 (68].
WEHAZK 6 1R LET. RATFEIRSEO SHG % i
ELT, ADOBEMMPEEL TV AHTIE SHG IR EA
KEL LD FT (MTEHMEBTELTNWET). ED
BRAFEL TWBEEZAHD SHG IR/ E L 7
DET (MTRFBTELTWET). KA IFD
KHxTy by TEBETLER)A I 2L, ay
MOHECHELET. REEBMEITHET 2 LR

| mm

7 SHG M CHHAL L 728 (a) & BUET (b) D5Ai
DBl K)AIF% PET 74 VATERLILEZD
A ZOOWRTHEMN (L —H— 1140 nm, SHG
570 nm) & AU (L —+— 570 nm, SHG 285 nm)
R E L7

Fig.7 Visualizing electronic charge (a) and dipolar orientation (b)
distributed on polyimide rubbed with cotton by using SHG
measurement.

43I FEHED -1.5kV L RECAICHELTNET.
IR 6(@) D &), BIEFEOERE 258 0E
T BRI ORI L TR L 20 L b 7.
H6@®m) IER)F T 7vFuarsF L (PTFE) TE
BLZLEOLDOTY. IEOBEMEAOEMIPANT
WZHALTwAEZ b, £3. &ffkE LTIIED
BMOWERED L o TWEY. FREBEMIL +500 V
CIEDOBIETEAS, Ty P UTEELZE ZIZEKE
BB FHA. WBEOEM SO STk
ELTHESINEL bzl bh) T,

M 713=20% KT SHG fllE L, BEEEXR ORI
A & BB T CRIE L 2BITy. R A IR
% PET 7 4 VA TEBLIHERTYT. EWMOSAmL
BABT- DI RE S HTED R > T b 2 LS SHG
THHLL 2 ZNENOBEEN L b, Y 7.

SHG HI5E1Z/ SV A L =% —% Ta— 7 & L Tff
WET. L= =L TV BRI, BIZIEQ A
49 F YAG L—H—Tlddns, 74 ML —HF—T
X80 fs LHHWTT. A FOREED L) I SHG 7558
HLTWRIEWBNET. TORAMIRDY A I
TEREBBOY A I 7 EFEREE D I L TR
EXFEBHLFELA KSIZZIDLHIIZLTHIELE
BELXBEEOZOHAUEOHTT. RUAIFEET
VHEFTHEEH ST, Loh ) [ElE L2 nkzE
BLIET. ZofEESHE L —F—2RAsErZ &
THELFE LA KA I FEAEDOEEDFGT 2
& 70-100 ps OIRFRE I T SHG JEEN K& 2D,
BEEEL (BH) PRELTVWLEZ EDbh) ¥
BEIRD & 9 1At E Lz, FPREESORE T
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o
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1 M 1 M 1 M
0 100 200 300
Delay time, us

B8 W% SHG W DBl. BEEL /SOV AL —HF—DA
FrAIV e L TCHEILE LA
0 3E UJE %L 10 Hz)
Fig.8 Time-resolved SHG measurement. Rubbing and laser ir-
radiation was synchronized and time-dependent triboelec-
tricity generation was probed.

100 ps 2°2>>C 100 um BEHE L 3. % LT 50 ms 15
IELET. 2205100 us 225> TILDOAEIZ
BV, 50ms IRl 3. 2o 1 JEH 100 ms DFEE
EENZAE DR L F L7 [ 8IS ol HE Oz
FERTY. BHEL TV 100 us OEERIC, KA & BT
AOLHNTERL BT ELTHNTVET.

5.6 ¥ U

FEIESSE % FEAC AL S 5 SHG %, ERW
HEED MDC # 5| & %2354/ LE L7z, SHG

ELERFEEO BN & MR T % o Caf#ibs 2 2
ENTEFT. SHG HIECTEMOMME (IEEMW L&
BAT) & RS AHELMALE LAz, SHG #idR
VA IRETTIERL, AV FLy, Ky FL >
TL7FL— b EbMETEET[711,[72]. Kim X
TH#i/r L7z MDC, SHG OH#llEHIZ V31 d FEAY
DI AR L 72 FETY. 2 2 CIEEICER
& RUART- D FEZEM 535 % 59 2 Bl HRti L E L
7z ZHUSHE LT OV ¥ — B Ol & A A
bbb T, BAETMEOEIHAAA IR
THEIENTEEY. TANF—ZHOFHETEE L
T, BUECETTRGE [73], EAERGGHIE 2 &0
H Y T3 [74]~[76).

BE R A I FICOETHEW 2 F LR
HERREIZ, ZRERENE, BRIy V%
b CIHE F L2200 A VIR RS L £ 3
RFFE D —BITBHEF B AHBI4 (17H03230) OHiB)
B THbRE L HYIEH)TIET
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