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Crystallinity of pc-Si films for solar cell application studied by
Raman spectroscopy and X-ray diffraction methods

Hiroaki OKUDA, Shuzo KATACHI, Kouji MAEDA, and Kensuke NISHIOKA

Abstract

Structural analyses on microcrystalline silicon (pc-Si) films for thin-film silicon solar cell
applications prepared by plasma CVD method were studied. Raman spectroscopy and X-ray
diffraction method (XRD) were used. The crystallinities of pc-Si films were decided by the
intensity ratio in the separated peak of the Raman spectra. Grain size of <111> direction obtained
by XRD increased as the crystallinity of the film increased. The crystalline face of pc-Si oriented
<111> direction to the substrate. The distribution of ¢-Si in the film was evaluated Raman spectrum
excited from the three kind of wavelength lasers which have the different penetration depth. We

could show nondestructively that the crystallinity of film is increased as closing upon the front

surface.

Key Words:

pc-Si, Thin film solar cells, Raman, XRD, Crystallinity, Grain size

1. [FLC®HIC

UTAE O M ERIR IR L0 I BRI A VB o0 fac bl 2338 5 vh,
KEathoo % K, BAFIZRMICHEA TV S, WY
a CRUORBEREMIE, T 5 EEA RS T
1/1000 ~ 1/100 2 & D ip W= > ) 3 ALh#ifE T
%, EFKEAULSILRMAES THDH E V-T2 A Y
v NEFT L0, BEHRIME SRS ET R
EWEDO—HTHH Y, ERIIKEHNT T X~ CVD
B2 b 0T, KEf7T /4 2AREICIEFITE LT
BY, TTICA— bAoA RO E~DORPEDNTT o

1) EAE T TR
2) R TR
3) WA TR R
4)  MEM R LSRR

NTWb, H7RAERDIEFNCT7 4V hEHERE LT
AWa Z EARATRET, dhif~OaxiE7e KaxE e |
HERKEL, a—RICTEHHREEEICHER,
s, REFa A FBSHITE S EMESTVD, F
To S ) 2 AR R T, @ZR(IEDFiEL L
TR R¥ Yy vy 7ORB LB 2 B LB 2 #
VTN (BHEER) RETHEBEYTHY, FTX
~ CVD ZHWTERTZ 5 2 A6 b b
BHEHEALTHENTED, TELT 7 AV
2 (a-Si)iE, 0.3um FEEORIE TREAHETH 5 23,
BN RDPAEHRKBEERD 12%~18% 2 (2T
8% VLRV LWV ERDH D, ThETISEIER
Wiy T DY) 3 CRKBEAE ST
M, a-Si EHHILDLIRNHFES T Y 2 2 (pe-Siic & v
MR X5 a-Si / pe-Si # 7 ABRUKE A L S Y



104 (=l i N

E: 1 S PR RS

aRRBERIC W TR bEDFRLR BRI TN,

s S U 3 2 (pe-SH KB EMO F TIXd Tiz 2 #
BEOY =T 2 ->THBY, RLMfFSA TV D%
RABEMD—>TH D, LH L pe-Si 1T FE LM H
B9 10%FREE LR <, @RRIED 7 DITITRE DRI R

Bk b B RS EEPRI R ORIEE 0 5 LED B 5 N,

Z ZCAWFFE T, Z0 pe-Si ([ZiEH L CTARBEH A
ne-Si DAL MEE (2B 23 21T - 7=, FFliIET <
Yok & X BREHT 2 AGhE T, BB
fh OB A2 & O 5 R 2 JEREIC
FLRIIZIE X BREPTIEIC X > THIROR MM &R
A RERS, T 3BT X 5T pe-Si O FE L
iR, &L ThEambEE & BRlmfEo Bl & %~
Too EBEPORACEDSMICHET 2 H#REED 2
ExRHEME LT,

2. REBRAE

AT, HARRR EEZESETT I A=
CVDIEIZ L H T AR LicEllEanz, &%
PRk Sh & S e 10 FREE OB 261~789nm @ Si il
5% v 7=,

T = U iklE, Ar L —H%—(457.9nm, 488nm),
He-Ne L ——(632.8nm)Z Ehic el & L THW=, L
—W—iTEE T, Y & AN THEREH Y&
BrELRERG L RIZEVgEL, BRITEWTEY
ELAC i CRUBHZ B L, BB S OWELEE I A 7
VU ATHENXEL NI IVE) 2o A—FITHA LK,
HIEXRBOF L BICHOWTITo 72, fEfLEI, Ar
L—H#—488nm)x IV THIEL, BohizT~vr A
7 MV 515~520em™ O Si fERIC L D HFET 4+

YE— 7, 470~490cm DT ENLT 7 AL BE—7,

# X1V 500cm™ @ Grain Boundary (GB)*® 726 D5 5
Ik B =212 LT=, GB ILASSRRIM ORIR & I
HEhTBY, ZOE—IOREAD=AAMTERELL
bho Ty, ZIZ T, HlEE LTE—7 mik
tea i EEE & L2 7, Tavb bbb &
UF 312F (Bl

/O LExBME LT,

G e (_c-Si+GB).‘.:—o&ﬁfE M
(¢c-Si+GB+a-Si) v —7 [fifg

cSildfEmT Y ar,aSilZ7TEALT 7 AV Y a L Th
-

EPHFERICE D X BEWTE (XRD) k47
ZAE 10°~130°F TRE L, Y arfFae—2oo0
PR K VORI A X%, SREELE U B PR A L
7= 8, WIE SR, EIE 40KV, BHE 100mA & L7z,
BIBR A X% Scherrer DX (2)% FW TR =,

D= (2)

Bx:ﬂ ) [A]
ZC, DIXRifRY A X, KX Scherrer &, A1
+5 X MO RIA]L BIXEErad], 01X
20/0[deg] TH B, WIZTREELLIT X BRIEITIETH LNz
Si(111) & Si(220)D & — 7 O ifiia AT GB) L v k>
7ts
Si(220) &'— 2 O 3)
Si(111) E"— 2 O fif

L= m Rt =

3. RRER- BT

£7, TV UHENEDOR R LV &Y I OfEdL
{LEE 2 i U7z, BIEIZIE Ar' L —H —(488nm) % F >,
BONIZTV AR NMVEHIRT 4 9T 42 7T
52 LITEY pe-Si O MLE L RDI-, B — 27 Dk
L e-Si (FEda ) =),
»), 3L GB (Grain Boundary) %% 243 L7- ",
HEBRE T4 v T 47 LELORK 1 ITRT, &
SILER AL O SN - v— 2 OmZ RO R
ALTHRE LT,

RIZT 4 v T 4 THGESHMEL 7= & — 7 OfR %
WD DIZT 4 v T 4 v TRERDOWT 24T o T2, R
PriR & LT/ E—27 ONAlE & & — 7 (L& & # ik
BTy bLe (M2, M3), FE—7 0¥
M IXIZE—ETH o720, EESMILEIZB VT GB

a-Si (7ENT7 ALY a



TV EER O XER T2 TR ] > ) 3 28D RS SR 105

[ © Experimental result o-Si |
Total

| — oSi g |
GB 8

Intensity (a.u.)

Raman shift (cm )
21 F=rAXT MO E—7 558

T T T T T T T T L
100 W c-Si -
1| ® GB
20 A aSi |
o A
. | i .&_ N
g_“_ A.uesssmanses A ATk I
40 ° .
[ i .-Re-- .‘.‘ 2
20 ™Y E
L EEEEEE TR ey
o " L " AL " L " A1 i 1 i 1 "
00 0.1 02 03 04 05 06 0.7
C dlini

B2 4% E—27 OMNfEiE & LE ORI

540 B c-Si
® GB
o~ A aSi
% e I R LU T ST
= I ... geee
-g. m - .. .......... ‘ -
¥ A
A
480 - A .
r SRR EE RS b x“ Y AN
m 1 L 1 A L A L L
0.0 01 02 03 04 05 06 07

M3 #FE—7Or—7E L kLR OB

=7 EfEIE AR L TS Z E R ghotz (K 2),
HE—ZLfEIL c-Si & a-Si TPV TIRIZIEF—ETH»
7= (¥ 3), GB ' — 7 {(iiEidfsa bENHMT 5 L Z
27 MR, RINE LT, #EsREERE <

2% L GB PORE bREAICIVEE & L7253
BN T 5 Z ENRBRHNDHH, BRI MEER
LM LR,

XRD HlERESR X v, #(2)® Scherrer DA VTRl
BLUTRIRY A XOiESLERAEE K 4 127,
Si(220) ' — 7 L W sRD-<110>H ANl L 7R
A XX, #BEEREL o THITL A EEITRL
—EOREITHDLZ EB DD, —FSi(llH)E—72
XV RDI=<NI>FHFICHE L TWDREY A X3
SLERELS 2D E L BICKEL R-2TWH Z RS
D5 o i AL EE DRSO BRGE &b Si BRI X L C<111>
FHRZhinKknweEEz b5,

500 | = Si(111) "
Si(220) .a
LR L
ﬁm— . .. 7
'5, ¥
8 300} ' mom ]
200 |- J
100 !
0.1 02 03 04 05 06
Crystallinity

4  Scherrer O L V) Rb7-RifR
A ROFE AL EE R A

wIZ(3) & W Koz Si(111) & Si(220)D5REE L % (X 5
T, RO SHITER Si O X BT — 4 _—2 LD
Si(111) & Si(220)DIREA B L T T ¥ AlZEm LTz
EEOMELERDTZLDTH D, FERRTROIGME
HIZIZE A EORERBIEEIZOWTT —F R—2A M B3R
OI-MEEL XV /NS REIC o Tz, Ko THEAN IR
Wt LT<II>HRAICER L TWS EZEX bivd,

WA DFE S ACEE D oA & R % T2 I 7 < L
Y TNAORMEBRIZOVWTHIEL, T2 AR
7 PIZEWRBN S T, BT AR EZ R L



106 HE KR LYK E BBE

10 .

08| L

Intensity 8i(220)/ 8i(111)
2 8
;

0.1 02 03 04 05 0.6 0.7

Bd5  Si(111)& Si(220)D 50 b2 & 45 S b B DB

L, WERERD 1 HZK6IRT, §TOH TN
IZBWT, R UNSWELILTF~ AT MLDIEH
MDEMNSHE LT A7 bV LY 1 520em™
FHED e-Si DE— 7 BREPRIT/R->TNDHZ N
ot ZHIUIRMO G HBEM LV bEah bR
W2 EERLTND,

Intensity(a.u.)

®0 450 500 550
K6 FELEE04Al OV TNDRLEDT v
ALY RO LR

S HIZHDE S FnmdafiziE L RoH7oic, 5
724 3 DOY (457 .9nm, 488nm, 632.8nm) TH 2 7L
DERMNS T < A WEEAREL, BEREOENZLD T
YU ANRY MO EBRAT, WERREZR 7 IOR
T, 520em™ (HED ¢-Silc & 5 E— 27 1T RBEVIZE
FARNC R & < g oz, ZOEWIEEERICE > T
YU TN~DRAENRRR D20 LB X T, WILREK
LRARIX@)TEDLENDIDT, HENLREWVERA
RIIE< 2%, Ar'L—H%— (4579nm, 488nm), He-Ne

Sample 10 (Fronf)
— 457 9om
—— 48%am
—— 632.8m

Intensity ()

i

400 50 500 550
Raman shifi(cm™)
X7 FEEALE03TOH L FNEIODRLEAWET
WE LD S~ AR M DLk,

L—H— (632.8nm) DR AL, pc-Si OWIIRED
WRAKLEME ' 25 & FFH 1850m, 210nm,
1430nm & 72~ 7=,

107 (4)
WEE e (cm™)

RAEL (nm) =

7R LI #0374 Tz DT, R
532D WREMCTHME LT vy AT bLEZ
NENE—7 58T 2 2 LT, FRARICBIT 54
LEE DAL Z R ~T=, R 7= 457G db b EE DAk % X8
WX EDT, IR X HIZ, BARITEENE
EEEL RDDOT, EORE TOMBLEDN LR -T
WAHZENREIND, Zh O OEAEITBEN OMEE S
RRLR OB E RFT DL BbhdDT, Z0
FEZORARNOMEORIALE > T LIIXTEARY,
LAL, EXJFHOEIEOMKERLTWD L Bbh
Do ZHIFERKET D E L BICHMEL TV DS
BYWML TSI LEFEKRLTWD,

XRDEB LI~ BELOKREHRET D L,
pe-SillE L HEA 7 et L C<111>J7 AU e A1 ik =
L, BORRIZHEWVEERIET2HENRRES DL
Bbohofz, ZOZ LIFRNIRT &L 5T T XA~CVD
B X o THER L 7= pe-SiliofiEE 7108 K< —%
LTW%, FAIXHMIET 2 L, MIHIXIEE A YaSi
DI END D, BRIEL RDHIWE-TTELT 7 A
PG TSSO B B T DR O K& 7kl ik % %



TRV VEER O XERIEHTEZ O TR = V) 3 2 DRSS PRl 107

RLTW&E, +oRlE CldRmitizs A LSHMY
YarviRdewirboThsd, ZOXIRBEOES
JiDa-Si, c-SiNFIEDELEIFMWIETHETE /=2
Lix, pe-SilEOEROBIESCHFEORMMEE XS LT
HHRFHmIE D L Bbh s,

10

09

08

0.7
@

g 0.6 OasSi
05 o
g aLE o
W 04 0.34 @ec-Si

03
02
0.1
00
6328 488.0 4579

# £ (nm)
M8 #Ee{bEE037 YT DY — T yHEL Y
B oA EIC L DRSS

decreasing crystalline volume (raction

& erysullites @) amorphous regions '& voids

B9 fEAEEDOZEIZE D pe-Si DLELDERF 19,

4. i

AR I, M Y = KB RO T pe-Si
ICHEH LTl %217 - 72 #FI X #REdT & 5~ 4
KA MAE DT, BOMEICE T HEdmLE R E
O LA IEMIEIT/DH Z L2 AL LTITo T,

G ARY ML E— 7 4B LRSS EE %
R, X BEPTRIEIC LR A K& R, Si(111)
E—7 K0 RDI<111>D ORI A 135S L E
B R HIZONTKREL Lo TWND I LHMNY,

ORI (o3 L C<l>H i £ < Bl LTV 5%
ZLnsrinois,

WIZT < HEL DR WO ) BEME Y L5
LEREL 2D Z L e AN L, iR oK;s
HLVEEROIFZIVRERIY be-Sio v —7 23
WTHDZ e, BUMOEPEMEY HiEH1AZE<
FELTWS Ebhotz, ZHUIENRETSE LD
WA EENELS RDZEEERLTEY, pc-SilED
MEETNVEGELTWSD, ZDOX I RIEDIEE JH
OGS % FERE TRIE T E 72 2 & idpe-Sil D fERY
ORlECHREEZ D L THRARMAL RS,

S5 XMk

1) S.Goya, Y.Kobayashi, Y.Nakano, S.Sakai, T.Watanabe,
N.Yamashita, Y.Yonakura : Materials Integration Vol.19
No.2 (2006)p26-31.

2) AAEZ Iy 7 Ha W KEERAE(R T T3
2008).

3) W.Shinohara,
K.Uchihashi
(2004)p34-42 .

4) IR R ERIOKRE TRt OO S & ISR (A — L
2001).

5) S.Vepek, F.-A. Sarott and Z. Iqubql : Phys. Rev. B 36
(1987)3344.

6) D.Han, J. D. Lorentzen, J.W.-Wolf, L.E. McNeil and Q.
Wang : J.Appl. Phys. 94 (2003) 2930.

7) R BRI BEF Tkl (FRIR
T — 1 1994).

8) B.D.CULLITY # #2FHHARER 8« X Mrlmlifr #im(7
7 % 1 1990).

9) Tk EHE: BORESLS ) 2 o KByERL, 5 35 17 E
N7 7 A I —REHE, p2-16 (2008).

10) O.Vetter, F.Finger, R.Carius, P.Hapke, L. Houben,

M.Shima, S.Taira,

SANYO  Tech.Rev.Vol.36  No.2

M.Matsumoto,

O.Kluth, A.Lambertz, A. Muck, B. Rech, H. Wagner :
Solar Energy Materials & Solar Cells, 62 (2000)97-108.





