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Abstract

WE, 757 2 vOBIEE(RICEH UL BRI TONTED, 2B 7V Ca®BffA LT o7 = VE-
L&V BN TBEENRE S NTz. UL L, ZORMEIE FEANEIASh Tldie <, BIEEF BRI 2 ian b e
T3> 1z AR T, RS ET T (TRHEPD, FL 7)) #EEHWTSICEMN FE2E7 57 2IC Ca

T i A U Te iRl ORGSR 2170,
JEDBNC DI CaFTMMEALTWAB T &AL LTz,

. IFC&IC

k& (C) FFPEOHDOLSIHELTEFY— 2
BT 2757, FRTPEFINIEFICZEL TS T
&, BOLEBMEZE DT &, EEDES R & OYEE
PMEDNENTHE T EEEND, V) a b b HiE
& UCHEERE - IO D 525 H E UMbty
%], TS RHEOKIRE, 757z v FDkF
BixT 4 ov VBETIREICHS EEZENTEY, TOFE
FREICEK ST, V5720 EHNDEBEFEIHIEHE
HEEUCXIICHBRNEOTHENDEIICIESTES T
ENTEDD, TOXSTELNREZFHA LT/
ANDICHDHFFE N TN S [2].

BIETIX, 757 2208 DENTYHINEE & HAE
DRI LIRS R ORBOBRN D, 777z ViIC
HEEZRHEE XS LIS LEHRICTDNTVS
[3-81 B2, 757z ohEEIcbBAERSTTTT

7 A MBI 2BEEDRERIEE L, 50 Eicbi-o
TR TN TV, 757 74 FOEMICEBIE T
EHA LT Z7 74 FER{EAY) (Graphite-Intercalation-
Compound, GIC) (&, 1965 D KCy LUE, 2 < DILEY
MRS ENTED [9], 2005 £ Weller H1IC K > TH
EINizClald, BTE, GIC TR EWVWEZELRBIRE
T=115KZ/RIPWEE LTHSNTWVS [10], TOWE
WCEREST, 797 2 OBIEEEDiiHA L LT GIC
D2XMRTH2 27T 7« VEMEEY) OWi%E
MTbh, 2016 I, YV IAVH—NA K (SiC) Hit
FIcERENz2 BT 5 7 2 vy L (Ca) BT
ZHALTALBYIC BN THBEENRET 5 &N
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COLEYIORERMEREZZ SN TOWEETIVERERD, 972NNy T 7—

N7 [5].
SiC FCatfih2@7 57 2 /BT BBEEISHAN
REEAREMER I DO— T, ZTOEMREFAIIZCNE

TMmENT I Hah o, BT, Calfi FOEWVISME
KX TRKP TR YENLERT L, D, DI
SR8 DR E DOYIE DOREEIRGEIRE 217 5 FRRTFILE
VENTWRNWT ERBITENS, HFHIT, SiCHR i
757 2 UHRET BT SiC Bk V57 = VEDIC
FERE N 28y 77— & MEN B IREDJEDIFENZES
5N%, TONY T 78X, REFTDI—FEWVIE
WTE T 7 2 BTV E00, SiC I E D]
WKiEGZE DO D, o572 38R EE LTI
bbb, N T 7—EETI5T7 v Eide Bk
Mz IREEZ R DI, /Ny 7 7 —JBO(AEITR{REIC
EHBEIRTH S EEZ DN, SiIC E2ET o7 2 DBH,
REFTENGDOE T3 BRI NG ZE2E5DD
COLED2HMDTZT 2 VDB DI Ca JH DA X
NERETFESITH B LEULBNTE T, LA L, YEOM
BIXVE O iy & E R EGRZ £ Dz, Wi EiED
THREBLEDNFIT 20 ZHLMCT B, £FZFD
G IEREICH 2 A D B o

AW T, 29 EE G E T R3T (Total-Reflection
High-Energy Positron Diffraction, TRHEPD) £ & 5 ilkHR
KIADJFETBLH Oz E & TR T & 55281 (1]
ZRHWT, SiC ECaffiA2/@r o7 x> DJRFEH %2
EMCT BT ExikPTz, TOMRRE, TNETELLNT
ERIFE RS & IERED, T 7288w T 7 —EDR
DI Ca DA ESNTVB T &%, FHERKOHD

FIEDWIFEN 5



THSMICLT=DT, ZOWMFRERICOWTARE THNTT
% [12],

2. HEREM4
2-1. 2RSSEREFER (TRHEPD, L7 ) &

3 RITHEMmO R TR Z X 21, @E XOAHW S
N3, XFIPENDRAENEL, WHEHONEICE TR
AT 2728, 3 KeWEOIFEFRLYIRNTIC IS Rl R IR T
%TH%, —77, AWRTWMOWOWEDOK S, YED
RRMIZHTIFAES % 2 JOtE O R FEFENTIC BV T
&, WEORGED S DESHREVTZDIC, BENTEER
RN SREDZHF G2 ZHEH T T EDIEHICHEETH
%o TDz®, 2 RoTWEDOKIEMRITICIE, TN TET
ZTU—T7 L UTHWEFHBMHEZ {ITbh TE Tk, BT
XERELARTH X OAEITRALEWTD, Xz
KO EZLORMIERZIREMTENTES L0 FT
MHB, UL, EKilihSEEFEOMEKTIE, 2Ok
A (& 22 T PR RS TRRFI D T2 1T 3 Roehim & LENT
EIEWICHEMETH D, Kb 5 4-5 BREEZOME THELE
NP DOTH TR ENZEROHF N SRGEZTET ST &
W ARRICBE L,

AHFE 7 )V — 7 CHW Tz TRHEPD £ E 1% T a—
7 }: LTHWEEBRTFETH S, FE X, ETORKT
HTEEWDOIEDOBRZ EDDIC, TRXTOYHED
%ﬁ#%ﬁﬁ%mb%kmo%@ﬁﬁb ZOMED
o, BETZRETNITNOANE (0~2° ) S AH
TEB L, MHENRBICHEEFN R ALTZNRKIE NS
HEMNECT D, TOT EHEREMEEMRITOREERME LK
S>TW5, THIC, ARTZME (M) Z22H O
RAZBZ THRAICKREL LTV &, BFETFHRALICY
BNICIRAT %728, YWEORERD SBIFEFHOTEED
TN DA S DEELIEDOTHIC K B FHETFAFIN A RETH

(a) (b)

Buffer (6V3 X 6v3 R30°" )

¢.¢

Graphene (1% 1)

Ca (V3%xV3 R30" )

% [11], BIfE, FMIMIC TRHEPD HEZTT5 T N TE
ZEEE R RE LTV S DI KEK WIS Tl —TH
D, ZOHEFMIC KD TRHEPD iEiZ HAMN R Z Y —
R 3RBFLELE->T W5,
EOETFIETE, RO ET /S 2 —> D%t
FRERREED AR Y FOHENSHETE 5D, il
FIDFEMIE ARy b D5 72 it Lzl s 5 iz,
TRHEPD {£IC & » TS NTZEI/RZ—>2D 5 B, AHgE
T, (00) ARy b BEHERGFRD REORERAMEE (1
WV TR ORBREEREETE T IV BEIEE Nz
LHiss % T & TREEMNT 2115 720 1w F 2 JillifRoRHAE
I, —EIKOBRENEIVF AT A AEEHNTH
3 [13]. D bR NIy F 2 T, RIKT- (reliability
factor) 1T & O BEGRHEAR & LU « FHIE N, R IATFOEAVIN
EWEE, EEMEEFEEMNONT EERL TN,

2-2. sRMER A&

AW THWZ 28757 o VIS EEEEIC K - CTE
L7z, SiC(0001) (Sim) Hifk7Z i EIizerh T 1500°C X
THIEAL, SiETOMBEicEscLT2EI T TV
B, 797 VORI EE TR K Ok
BLTW5, FLTZT5 T x> Z YR OEERS E T-#
Bihta% (SPF) PN0D TRHEPD JEZE@EICE A L, @& HE
WTfﬁﬁwcTHﬁx% To o iKW R IR D ffE

RUE, B HE TN TV B S HREHT (RHEED)
%ﬁﬂb‘“(ﬁ") 7z Fig. 1(a) IZ SiC L2875 7 x >/ (Pristine)
@ RHEED 7% /133, 757 2 VICHK LIz Ixl ARV —
7, SiCERICHHK L 1x1 ARy ~, Ny 7 7—JE@IcH
KT B 6V3x6\3-R30° ARy RBZENZFNEHEN TV,

AW TIE, 757 20D Ca [F R ADFERM L L
T, RICLi EF2MAT 582175 T3 [14], D
FEE ISV T CCa DFKEHMER L (151 2BFIC L TH

Ca (V3xV3 R30" )

Figure 1 RHEED patterns of (a) pristine bilayer graphene/SiC(0001), Li-intercalated graphene (b) before annealing and (c) after annealing, Ca-
intercalated graphene after intercalation process [(i)-(iv)] for (d) 1 cycle and (e) several cycles, respectively.
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D, FRFEROKEN CaZe XD RIFRMICIE-ICHAT S
eI, BFERONE VLI ERICHALTT S 72V
JERRREEZ DL 721, IBVESIC R D Li & Ca DEZT
BL VI FIET CazfEAT %, Li 74 AX2H— (SAES
Getters £1) XU Ca ZEAI (HIF K-cel) &, TRHEPD
WEREEICRRIE L, BZRER TR R %27 T2 Lz,
AR ERMERR I L F ol b Th 2 (——dHO Tt A
IZ¥51F % RHEED {47 Fig. 1(b)-(e) IZ7R9 )5

() BRTLIKRTFET I T /ICHKET L, LibE-N
ISR A E N BxV3-R30° ARy hAHEIT %, CDJE
KRS 13V 7 CoLi O Li R+ JE RS S IS0 g %
(Fig. 1(b))

(1) DR 180°C £ THIENT % T &I X D &l
WS LIe e 7 9 AZ—IRD Li JR 7= il s &
%, TOMMEIC K D ERIO RHEED /32— id X DA
BEC7% % (Fig. 1(c)o

Li fi A5 7 = 2% 200-270°C F THIEAL 725 Ca
JR7ZAET DL, CalfFhHiTITIERL LTz V3x\3-
R30° FAHRGEIC KB A MY =T BXUT ARy b & Ca
I AZ—HED ARy VBT B, T OINEAR
JERHRA LTz Li B0 a9 2108 K 0 D ahicik
VWMETH %,

(i) 2 5 T SICEEE 280-290°C IR A N7 =—)LF
5L, Ca VTAX—HEKDARY MIWMKT 5, T
DRA N7 Z—)VDIREEEHA U Li JE D RS
ZREXDDITMEY (Fig. 1(d).

@)-(v) Z BB DR &, BT Calfi it Xk 3
V3xV3-R30° AR b OFEENRL 2% (Fig. 1(e)o
Li BKXU Ca {1 DOffi A% E RHEED (D 0 5V Y
— TNy T 7 —JBICHKT B 6V3x6V3-R30° ARy R A
FETHT NS, LiRTBXU Cafiid/ Ny 7 7 —JF
& SiCHRDERICIEIHAINTE ST, Sic Hilkk& /Ny
7 7 —BOMOAIIMRIEN TR N5, — /T,
LiEFRERTOHEZEEZICK > TSICHERENY T 7
—JBOMICEAL, #AZEBYIZ &V HMEND D [16,
17], AHRHCBNTE LiRFICE > T OFEEDERITHY
WY E N T B TRENR H 5.

(i)

(iif)

(iv)

)

2-3IESRH

AWZE T, Fig. 2 1SRRI KIS, 2 DDHEK S 500
Fll, T T T, [1100] O —1L (i (Many-Beam)
8 & [1100] + 7.5° /51 (—3% (One-Beam) 4&fF) 7
5 A UTe a1 € — LD RIS 2 -V TR et 217
> 7zo One-Beam S/ Cld, EXIMITHFRMED AN T
S5E—LZ AT 2T LT, mANENHEEIC X2 THET
B L, mEgmOREAYED BRI S T &N TE
%o ZHUCKT LT, Many-Beam Z&FIE0FRED BV /1
MHE—LZ AT 2HERMNTHD, E—LJ7EIIHL
CHEE 75 /5 [ O T PN RIS & T B [0 O REE O i /5 1ALk
FLTBiREZ1G5 C EWHIRS, iz, 75971200
KO IFEORERM G Z R DA BT, ZUZEM4FD
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Pristine AB stacking

AA stacking
[1100]
[1120] Ca (V3% V3 R30" )
One Beam
(MB +7.5° ) Many Beam

Figure 2 Simple schematic view of bilayer graphene and Ca-
intercalated bilayer graphene neglecting the buffer layer and
SiC substrate. Shown here is the expected Ca-intercalation
change in the stacking structure from AB to AA type, in
analogy with that from AB (graphite) to AA (bulk C,Ca)
stacking. Beam directions of the one-beam (many-beam)
condition along 7.5° off the [1100] direction (along the
[1100] direction) are depicted by the green (black) arrows,
respectively.

C— LA iz LFICGEIRT 22 L ¢, KOREMEED
ZARICHUEREZITS TN TES, TNHDE—LEE
2R LT, #HIC One-Beam &0 1y F > 7k 7z
fighrd 2 < & CHE MO THF (R Z2oke L,
Bon B KIS B iohEE T )V E € LI Many-
Beam & Ok 2175 T & T, mINOBF TR, §75b b,
BRDFETFHES ZIRE LTz,

3. ERRER
3-1.2 B8535 7 x> /SiC(0001) DIEERTE

Fig. 3(a), (b) IZ, Caffi AFGOD Pristine alkHT B} 5 —
M (0B) BXUZWEEMN (MB) TOrw F 2 J iR
TR, N7 7—EiZ 04 ARy 7Y v IREER
D EINTWVD [18-201 Y, RHHHHFENMIBIT/AHEL
TRHEPD O 1 3 JHiFR\ DB X DIz iz, A
TTIET O 7V VTl U TSR 217> 72, C
CTTCIRSIC L3I 7 vDETIVENRTE L, JEME
BEBXUET T T 2 VD occupation (HHEHR) &7 1w
T A VT INT A= — b UTREEMNT 217 > 728558, Fig.
3(c) IR T HEHEE T )V B15 b NIz s R AR SRS SR 72
REKSHBELE, N T7r—- 1EBHYS 72, 18
H2BHZZ7xY, 2EBH3BEY 7 x> OEME
B FNFN318+£0.14 A, 3.38+0.06 A, 3.66+0.63 A
ER BN, TOMEIE, FITFZEOEE T BT [20] 3
KU XA [21] THESNTWEME Ny 77 —-75
7 = VROEMIEEE © 324 020 A, 340+0.10A, 757
= VD SERIEEEE © 3.48+0.10 A, 3.40+0.05A) &iEAD
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Figure 3 TRHEPD rocking curves under (a) the one-beam condition and (b) many-beam condition with calculated curves for pristine bilayer graphene/
SiC(0001). (c) Schematic views of the structural analysis results for pristine bilayer graphene/SiC(0001).
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TW3), SiC RICHET %757 £ 13, Bemal iEE (AB
i) WEEMETH ST EMNNENTED [22], AR
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JEAE R TEDIZ SIC L2 ET 5T = v OREERER
EEWVD RTHEERMRZR T,

3-2.CafiA 2 BY 57 = /SiC(0001) DIEERTE

Fig. 4(a), (b) IZ, Ca i ABDIFHNIII % —stFB &
Uk cony 2 7z Rd, 22T, Eido
WREZIC, 77200z 2E ONy 77 —lgk
THBHE3E) LT ZiT>Tze TOHA, Calit
WMRAS NS RN D B2 E X % &, Fig 4(a) IR
T3 DT T R ERE DM & 7%, T T T, model
1k, TNETELLNTEEEETT NV TH S, K%
DORGEMENTOREIR, Fig 4(c) \ORT MG I IR 2

Model 1 Model 2 Model 3
o Q QO 0
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Figure 4 TRHEPD rocking curves under (a) the one-beam condition and (b) many-beam condition with calculated curves for Ca-intercalated bilayer
graphene/SiC(0001). Schematic views of (a) the structure models for the analysis under the one-beam condition and (c) the structural analysis

results for Ca-intercalated bilayer graphene/SiC(0001).
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K<HHEL, 2O ED 5 model 2, 745 Cai N
Ny 7 7—[EE 1 EHDT ST 2 DRICDIAFAZT NS
Mg REEIS LT &b otz (CafilTd T T o
VT, BRI ZERMHE DFEDD, HFH 20 L E
OFET RINFZFIE « FHIIL TW3), —l&FDT—
RO S, FEMEREZENZEN, NvT7—-F57
TVBBRUCT I 72y -5 72 VT421 £0.11A,
333+£0.16 A 185N Tz, £z, CalfHTDOEATIZNY T
7—JEXD 146 £ 224 A WONLEICIEET B T & DR
WKEX->TEINT, V572> -757 VB
pristine 75 7 = > DO EMEE L FERAEOHPATH LU TH S
Tk, ¥, CaF DA SNIENY T 7 —-FF T
VEBOMEEE (421 £0.11 A) 133V 7 CCa D Jiz i #E
45A) 23] LILVMETHZ T Wb,

JRIT, Pristine AAFHAIRE, Ca i AR DR JEMGE 7 255
DT — 27z @it U TR, Sy 7 7 —Eh SR
ICh > T, A-Ca-BA FEMEIE X 721X A-Ca-AB TEJE K
MEBRE LT WEZ IS T &b o e (Fig. 4(b), ().
Fo2BIciE caALTWERWD, BHEO2E7 S
TRz s M5, Pristine ikl & [FIARIC AB F
JEREER & BT LIFBICh RS TW0D, —J5, Ny 77—
- 797 o VEMORBAEICE LT, A-Ca-BA BifEHE
& A-Ca-AB FEEMIED RATIZZNENR=1.70 %, R=
207 % CTH-Tzo RETFEICT Y+ FiiiRoLth 5
i AT, A-CaBAREEHHIED S > & EHENS LWL
EEZDN, 7NV T CLa T Cald AA BIERE D RIC
HAINIMERE DT LN S [24], B TlE A-Ca-AB
REEREE DO ATREME IR T & i\, T DOEZIHEICT %72
WITIE, FE—FIRHEE AW THSE O E 2 3HE T 5
E, B2 k507 Tu—F LiliEtbd s L Tk
BINMCHSEZRTE LIV EEZ TV 5,

Fz, WEFHEMBIIC X2 TEBRICTBVT, Lo
ACEKSTIT T 7 2 REDOMENEEMNT % (ripple
clack #iEiWAE L %) TEHPMEINTNS (17, DED,
Li [ 7O A / i CAE Uz £mDO X A=V X > T
R 72 SO U 7 O EGEL GERIMERGELE ) DN %729,
T DI OREE 72 R U 72 4 RS o (00) AR b
WD T B THEINS, HE, CaffiAtony +
VIR CIE R EE (A ~20 DUR) IcBW0»THEER
DFRENNTNOFIFEIRE D K Z>TWVB, TDT
&5 TRHPED (3 28 A I8 78 I O iy B O S RIS &
EHETFETHHEEEZ %,

wIC, TORENCEBY 2 BEEREZHENT 5, 22
i TRz 757k L A CFIE TR LU 7zadkHe OV, 20
SRR P 0 1 B U E 25 1 [25] 72 D T AU T
DOWMEARAFE 2 TE LTk, Fig SICRd KIS, 4K
THFUEMET LB 22 K TEREFUCET B &0,
Ichinokura 5 DL [5] L IFIFEH L WIBEEHE 2 810 L
Tz [12]e TDOT NS, HITMRICHBEVTE, KL TR
LR RS2 RO TREE D RV Ei2, ABIETIE L
TeRBEN S 2 BT 57 = VEBUE BV OB E 7 &N %
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Figure 5 Temperature dependence of sheet resistance in Ca-intercalated

graphene/SiC(0001). The resistance dropped steeply at 4 K
and reached zero at 2.2 K.
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