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Fig. 1 Illustration of surface chemical reactions of gas molecules
with solid surfaces. Several physical parameters characteriz-
ing surface reactions are described.
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Fig. 2 Ball and stick illustration of oxide models, where the large
circle represents the Si atom and the small circle indicates
oxygen atom.
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Fig. 3 Top-view of surface chemistry research apparatus construct-
ed at soft X-ray beamline (BL23SU) in SPring-8.
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Fig. 4 Curve-fitting results of (A) the O 1s and (B) the Si 2p;),
synchrotron radiation X-ray photoelectron spectroscopy
(SR-XPS) spectra at the representing O, exposure of 4.1 X
10'* molecules-cm~2. The open circles show the experimen-
tal data.’?
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Fig. 5 Dose dependence of the components of oxygen bonding con-
figurations and Si oxidation states as a function of the O, ex-
posure on the Si(111)7 x 7 surface at 300 K to O, at 5.2
107 Pa.5?
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Fig. 6 The adsorption models in the oxidation stages from 0 to 7.4
x 105 molecules-cm~2, Silicon and oxygen atoms are
represented by the black and the open circle, respectively.s?
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Fig. 8 Initial sticking probability (s,) of O, on Si(111)7x7 as a
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Fig. 13 Curve fitting results for Si 2p and O 1s photoelectron spec-
tra for Si(100)2x 1 surface oxidation using O, at room
temperature.”’

HY, WO TEREMEEICBERTH -7, o, Y7541
V— 7 OFREL, Si(100) 052 Si(111) DB/ & L D /h s
< (Fig. 12(B)), RICHm~N/-EE A OEE L &L HIg,
InETHESINGE»->TRREEZ BN S, Fig. 12(A)
I, T4 R OB EIBLZIC ) TV Z A LR T 5
WO THNTHAHZ LR TW5S, H—T7 1 v iEHT
IZ & > TEBAT OALREER AR D2 D, 3 ofE (I,
IT, 1) 3R b L7 fEikic i 5 2 & T & % (Fig. 14),

HAEAP BRI T £ TOFEBRICIB VT, ins & Sit+ BT
SHRRBFICEE SN S, Si(100)2x1EHIZH N TO0,
(gas) T X A< —SiRT DNy 7RV FIZNY T LV ATH#
B 3 5D T8, FRIOBE LT S1(111)7 X7 & JHL
O ins WEESBK T 5 LiERTE S, REL £ TOMHEBT
ad L triOER G DEE I NEWT &b, St Lk b
ad gk KU tri B I AE L 72V,

wIZ, KA & I OMOFEK T, ins B O & &
$H{2, ad, trids KU ST Wl 235k ERIFFICEN 5, ad-
ins #%% & ins—tri K5, insxX2 K5EAER 52 3% 2
bh, BATE TR/ LS ICEE L /- Si(ins #7E) L EAFR
JRF & DRIEPHEEIN S,

KRENIT & TI OO Tid, paul B2k & Sid* 23 [E) R
IS hic, SIAID7 X7 OBE L AEERIC, paul gl
AL AR L 7 RICBEZE S Nz D TR, LT O
HEE ORI EREETIE RV, TOBEL2D, (1)
ins X 2—-paul &3 & 5 M ins—tri—paul #&, (i) BEICAE
E4 % Si2t Oty (insx 2, ad-ins, ad-tri < ins—tri &
) BZEL, insx 3, ad-insx23¥ kU ins X 2-tri fE#5 2
AU T-AJRER B %, 5Tl N7z Si(111)7 x 7 Rk

| 1y
=
=
o
2
©
o
]
c
&
g =
-
8.0x10" 4
4.0+
004 T
6.0x10"{ Peak a
J b Oy 0000
401107 -0
404" P
7 oo T
py 204 0.0 08
|
= p
~ 0.0
% 3.0x10"'{ Peak b
= E 4 Po-oty
[ 1.0x10°4 oo
3 20 ;.z E‘D’Dﬂ
o T oodud fﬂ

1.0 00 08
o.OJmmMﬁ

6.0x1024 Peak ¢

4.0x10°

4.0

0.0 T T T T
00 10 20 30 40 50 60

0, dose (10" molecules-cm?)

Fig. 14 Dosage dependences of Si oxidation states and oxygen
bonding configurations for room-temperature oxidation of
Si(100)2 x 1 surface. The components (a, b, ¢, d) are as-
signed with the resolved peaks described in Fig. 13(B).7

LB A, ins—paul & TH - 72FE? L OFEEN S,
ins X 2-paul f3& 25 Si(100)2 x 1 EEMALOL DL & LWk
it r#E2T% (Fig.16), D X512 0ls A7 b
ICElE S N % paul 4 A O, (gas) DG G FREIC 513 5 1%
BER A BTORTECIREE T2\ &0 D T L TW 57,
Si(100) & Si(111) D F N Z N THRALWHESE TR 5,
RHEVI % 88 2 7o fHIR Cld, OB O & & bic
Sitt B g NIz, Si(111) & FERIC, Si(100) T4 M1k
BN Si0, AR5 Z & 7e < B bfFE 1 3 o5
bo BT, HEHT S AL L T paul BEE A EMBCIREED
FEAL DA T 0 F— A CRZE SN/ C L Th b,

BT July 2019 Vol.32 No.4 @ ]93



ins insx2 insx3
®) Q O

Pl o e
J . ® d ©
a HIS-1r insx2-paul

Yely  Osi

d RO) <O

ad-tri

Fig. 15 Possible oxide structures during room-temperature oxida-
tion of Si(100)2 x 1 surface.”

UL, WAEIRSR D TANORTBATHHOMEIC L - T
BRI D LR SN, AL L o RE RIS 2 # N
B EOEENARL T 5D, Bk, Si(111)7x7 AT
FEINTEEE, 30FLL EICH iz » TH#TH - 72 Si(100)
2x 1 RMRIC I % 75 TIRBA TR T DAFAE & T OB
W 2 G 7V 2 A LR T I &> TH LTS
HTEMTEI,

6. FLHLSERDRE

B T2 A IRBEFHSHBEOEHME LT, B
mSIRAORREF FAMIL Ny 7700V T H50IE
5 TR RS R OB (AR O(LERE) OBFFEZ /A L7z,
R D DR T IVF — 5 REE TR EIE 35 C £1T &
D, BE (SUE/VAY—HY) H»ORERERS X
U SiLIRRED AL 2 B8R L, Wh 3R RS O RS % 5 Hr
MDAETH A Ehm iz, £/, RERELYE 2 T
BB OB Z B 50 TE S, SR
I B 7 o FIRBEEE R OB e 23l U C, 0 FREK
JEBIgEDE SR & 2 OFF IR A SRR T 0k O F M
Wa R L 7o, MFEOWRAERLE I L O St MLl 5 Ok 1%
BRI D, Ols AR MIVICEZE SN A5 TIRBE
il 52 D31 15 2 THINZ 350 % FRBETR 25 O RiTBIRAY 20 TR IR R 7
TEHEBELALSIRTEORERTHALT L umL
720 WEDENZAR Y FOVOKSE N 35 X O R O FHBERA fR7x
b, Si(111)7x7 B XU Si(100)2x1 DN ENDOEE
1. T ins—paul #E 35 L O ins X 2-paul #s& & 72 % & Ao
Moty WaxDFEBRIIBENTIED LD, SiEED
F 5 A BAL ORIIIA B 5 L O ROSHHE IC B4 5 fied T&E
BT 52 T\wWb,

AR OERIN/HEE LT, Si(111)7x7 Rimg{k™
& FARIC S1(100) 2 X 1 RAEMALICH 3 % 75 TIRBAETEFE
T & B OBALRF L OWHE T )L F — K AFE O
END Do BT IRBEEMBFROLERIC T v TIRREAFEH L
TP EBE L HEINLHDT, KWHET FIVF—IT/T
% AT B IVELS OB RN 3 5 25 b-C HEBIBE £R D

B ANEERAWASHICT AT LT, S TFRERED
A A F 7 AOMPICER S5, KFiTlE, Ols IZ#i%
ENAYTFSA =7 % Lo SiflifiZ{bz 5] &
4 superoxide (0;7) S {REL 725369, peroxide (0427)
2 grif B 5\t para &\ o TZHIOREFHRENFHINT
WABDT, KR TN L 2 EBRFELEICL
I EBR S FUMEBSEOREN T & ORI EEL S
HELRLTHHD, Fio, Rl L [UANSIEER ST & D
FORED 0 T <, BbL 7= Si R F ORISR mAL L 7=
T EIC kB RO A B RE L I BEEDREMEC B A
NI FVOBERPIEZELLETHH D, IBIT, 5 TFIR%
EREOFRMBICX BRI I EERERELE 25D
TO, UT WAL LHEFHHEOPAERICHEFL T
W5,

KRG TUE S LM 2 2510 L TAIL D ORGE 2 £ 25 L
7oo BTOEPTESR A FIM L - B2 W HE s O 54
wi§H T EMTELHET T 1757 ¢ —3HANI LS
WE b2 5HNEHETHY, BEOT— 2R 7 IVTY
AL 5 FUEEEBRDIC X » T, AT/ #eRE
T FIRBEME > 4 K BFRBEEOR R EH A w]hE
IZ7x 05550, SHEOISHICIEHL TWA,

BT IRBEMEFICBIE T 5 Ols A7 FIVE SIS, fil
I CHEE L Pt £ COREERIL T L EE T 546394-9)
Pt i L Tl B LGB S-4 AW AEIRAE L F D4
HEAEE CE L, RERMIED 7Y A U RBFICEE A
Ll BDT, BEBIRORBEAGEINS, Tz, NT—
TINA AR CH B RALEESR (SIC) DOFRMEMEAL T b [k
DOIS AN FIVICYTF IS4 FPE—=7RBEISN S
M8 Si LFEID Ge RE TIHBZE SN TRy, F/,
SiF LTI STEIC L O F Sitr L7 A0 Ge2t ICHE 5
75 £99.100)  FRRHEIC RATICTIAN B 21, FEHEMBLO
M—AERICRNL L EEL TV 5, 7, BMERIICEL
TREBLEELGRTHYD, “TLES T 0z(gas) I &
> TC—HDOLEPBIL SN D &V o ToHBREWERAE D
NTN A0 T O Z05% < BPEETEE D DR
INLEMWBEORIGTHH txFE 25 L, 5%, NO
CODLDIBBILEN LB 0T L DORIED & DT
BRI RPEETH D, BEHY TV 2 4 LREF 5K
BELEREZE25THH Do

I AR OEAEREONE T 5 ST, 19708 R O%
F H1980FEMR E TICERE W 2> TThb T
72100 BREFEAFIA L 72U 7L 2 A4 L5, 1990F4K
WCHALKRZECTHAMBEL 2B F T RIVF—Siasaffi-> T
AR —F L7010 1998007 — 7 5 v T ORGITH 5
210, BT B 2D 2 OB R LBt
BT DHOFREDSEH SN, 20004F LI, it RO b
FMiak CRKE £ T UERH & L7 2EBR ATk
D, SHETEOREAHE T LU HUNE R
WV, WNT IN—F % —F" AH LV A OBE T TR

194 @ Hgtie July 2019 Vol.32 No.4



RS SR T A LKE

DHATEDFERREDEEN FORBERIT

F—oee & EBROEHHR & OMAGDLRRT T T v
AVTVV/DED BB ENLITEWRETF /57 /1
V— OB L ABIEHMOESITEREL <, K&/
REMIT 2D T L, WE/EEAEB JURAE LB
A=y FilizoTWh, WIFNOEHFICL, 378V
F—=F—OR %ML, WNEBICBHEYE LEL D

D, HAFTORSIETRE OWE A Al 5 72012 b kit ik
DT/ V= AIARIE T HORBICUHATD 5,

KEOKBF 500, BB HEE (BE12100 4m x
200 um) OFHWRERTH S, —F, XEHTFHEMEE
(photoemission electron microscopy: PEEM) i, fifi)
IR R Y OF ) A —)VOFREEZEM ) TV X A
LBEPREL ST HETH Y, #2113 Stum F O S0
L 72 St BRI IEIC B3\ 1 B HBAREA L & RV 7
0Y— s ORPIH LM TESAERELD S, Eio, &
WTIE, #ERRIECTOBIENTTREL PEEM & L
NooH 0, KON AENGEME IN—T&E5 LI
7o TWAIAIS  BRCIE, WLV AROE R
EDPOWA—Z —OR 5 EBIERTEH L WL DS ThHH, %
BT & & BICKRIREEE DL & O A G LEIC K -
THPNRRRRAEOREME (T A, AT v /) ICET
B AT TO X BN d 5 IR T 75061 &
HUTIVAALERELETEGEWEMRFELTWS,

S TRERICOBEIRAHED B 72 dITiE, PR IRRE
FH TR ORISR X 2ERE T /=7 5
ERBEBENNETH D, T2, BHEEREIELA VR
75 AR & AR LIEEAE B TR BT SRR
ANREZcBAMEE (B FUAMER, AEIBENE) 1< k53R
FrIr7 2L —v g VEREEDLA LS, RFICITRULE
BIFENC b/c> TEZ XV V7T 572012, EFEO T *
UE—, TRIVE—REE, KRS, BEEOZEMED
HHETH D, BT IFRIVF IR L U ANV —T v
b, BEROZAF I 7 LV IRINEREDR LI L -
TRA 7R d—X—OFRUE ONA AV—T v ) 2
%"fjﬁtgo%éll(ﬁ,lﬂ)o

AT, /A TFa - e ERE BN L7, ot
T 20004F LARE 7 T4 & BUF G 2 ML A & & 7o TR FE 05 o
O BTN H U0 i A o JoRESUGHIZE & L T
3, VY=t oflAGEDLHB JEH 5 F ¥ —
L) 7 VN TE S T OREENER & L CTHEEE 25
THHD. Floy, T5AR, A FVE—A, VFAX—
U — AR HE A TV — A7 PAC & ARG & BRI
WTF—RTH b, COLIICEELLEEELL -V
AT = 3 VI &Ko TR DR & i KIS 20 L
72U TR A LKETHHERT, EREREN D TR
PEERLEDE T ADEF L — A b RINTE HFE
\RIGFFEEZBE L L TV D EHEFL TW5, £ L
T, WHBERCHE 0¥ 20E#bIc k- T, &iEE,
TEHERE D AT N & A & B AR o 78 A ZBHFE A RhR

ANCES LE L TWb, Afan, BESTOMERE LIRS
OBMERT—B) L nidETh 5,

HiEE
ARGOMTRBEDL, £ < OIFEFIEE 7 O IR
HAR T DFHA2DTHIN k> THOLNAZLDTY, &
OEEBED L TUEL Lz L LiF £,

BEW

1) T. Engel: Surf. Sci. Rep. 18, 93 (1993).

2) M. K. Weldon, K. T. Queeney, J. Eng. Jr., K. Raghavachari
and Y. J. Chabal: Surf. Sci. 500, 859 (2002).

3) Fundamental Aspects of Silicon Oxidation, ed. Y. J. Chabal
(Springer, Heidelberg, 2001) Springer Series in Materials
Science, Vol. 46.

4) A. Bielanski and J. Haber: Oxygen in Catalysis (Marcel
Dekker, New York, 1991).

5) Semiconductor devices-Physics and Technology, S. M. Sze
(Wiley, Hoboken, 2002).

6) U avOBEEEL, https://www.rs.tus.ac.jp/a26259/

7) Deal & Grove: J. Appl. Phys. 36, 3770 (1965).

8) H. Z. Massoud, J. D. Plummer and E. A. Irene: ]J. Elec-
trochem. Soc. 132, 2693 (1985).

9) H. Kageshima and K. Shiraishi: Phys. Rev. Lett. 81, 5936
(1998).

10) H. Kageshima, K. Shiraishi and M. Uematsu: Jpn. J. Appl.
Phys. 38, 1972 (1999).

11) S. Ogawa and Y. Takakuwa: Jpn. J. Appl. Phys. 45, 7063
(2006).

12) S. Ogawa, J. Tang, A. Yoshigoe, S. Ishidzuka and Y.
Takakuwa: J. Chem. Phys. 145, 114701 (2016).

13) ZERZHE - ISHPE 76, 1006 (2007).

14) HERH, FAEE, EHFE— HEEE, X—Yvv7r
#i ks, {E2EF A (2010).

15) H. Ibach, H. D. Bruchmann and H. Wagner: Appl. Phys. A
29, 113 (1982).

16) U. Hofer, P. Morgen, W. Wurth and E. Umbach: Phys.
Rev. B 40, 1130 (1989).

17) B. Lamontagne, D. Roy, R. Sporken and R. Caudano: Prog.
Surf. Sci. 50, 315 (1995).

18) G. Dujardin, A. Mayne, G. Comtet, L. Hellner, M. Jamet,
E. Le Goff and P. Millet: Phys. Rev. Lett. 76, 3782 (1996).

19) K. Edamoto, Y. Kubota, H. Kobayashi, M. Onchi and M.
Nishijima: J. Chem. Phys. 83, 428 (1985).

20) G. Comtet, L. Hellner, G. Dujardin and K. Bobrov: Phys.
Rev. B 65, 035315 (2001).

21) 1.-S. Hwang, R.-L. Lo and T. T. Tsong: Phys. Rev. Lett.
78, 4797 (1997).

22) U. Hofer, P. Morgen, W. Wurth and E. Umbach: Phys.
Rev. Lett. 55, 2979 (1985).

23) A.J. Schell-Sorokin and J. E. Demuth: Surf. Sci. 157, 273
(1985).

24) C. Silvestre and M. Shayegan: Phys. Rev. B 37, 10432
(1988).

25) C. Silvestre, J. Hladky and M. Shayegan: J. Vac. Sci. Tech-
nol. A 8, 2743 (1990).

26) B. Schubert, Ph. Avouris and R. Hoffmann: J. Chem. Phys.
98, 7593 (1993).

27) T.Hoshino and Y. Nishioka: Phys. Rev. B 61, 4705 (2000).

28) R. Martel, Ph. Avouris and I.-W. Lyo: Science 272, 385
(1996).

BEIH July 2019 Vol.32 No.4 @ 195



29)

30)

31)

32)

33)
34)
35)
36)
37)
38)
39)

40)
41)

42)
43)

44)
45)

46)

47)

48)

49)

50)

51)

52)
53)
54)
55)
56)
57)

58)

I.-S. Hwang, R.-L. Lo and T. T. Tsong: Surf. Sci. 399, 173
(1998).

T. Jensen, L.-B. Taker, C. Gundlach, F. K.-Dam, P.
Morgen, S. V. Hoffman, Z. Li and K. Pederson: Phys. Rev.
B 64, 045304 (2001).

K. Sakamoto, S. Doi, Y. Ushimi, K. Ohno, H. W. Yeom, T.
Ohta, S. Suto and W. Uchida: Phys. Rev. B 60, R8465
(1999).

K. Sakamoto, F. Matsui, M. Hirano, H. W. Yeom, H. M.
Zhang and R. I. G. Uhrberg: Phys. Rev. B 65, 201309
(2002).

K. Sakamoto, H. M. Zhang and R. I. G. Uhrberg: Phys.
Rev. B 68, 075302 (2003).

K. Sakamoto, H. M. Zhang and R. I. G. Uhrberg: Phys.
Rev. B 70, 035301 (2004).

K. Sakamoto, H. M. Zhang and R. I. G. Uhrberg: Phys.
Rev. B 72, 075346 (2005).

F. Matsui, H. W. Yeom, K. Amemiya, K. Tono and T.
Ohta: Phys. Rev. Lett. 85, 630 (2000).

K.-Y.Kim, T.-H. Shin, S.-]J. Han and H. Kang: Phys. Rev.
Lett. 82, 1329 (1999).

S-H. Lee and M.-H. Kang: Phys. Rev. Lett. 82, 968
(1999).

S.-H. Lee and M.-H. Kang: Phys. Rev. Lett. 84, 1724
(2000).

S.—H. Lee and M.-H. Kang: Phys. Rev. B 61, 8250 (2000).
H. Okuyama, T. Miki, T. Aruga and M. Nishijima: Jpn. J.
Appl. Phys. 41, L1419 (2002).

H. Okuyama, T. Aruga and M. Nishijima: Phys. Rev. Lett.
91, 256102 (2003).

H. Okuyama, Y. Ohtsuka and T. Aruga: J. Chem. Phys.
122, 234709 (2005).

AARHERESMm, [ XRS5, 135 (1998).
AR, TXHEEFIEGEY Y —X) ), ##K
#:(2018).

Surface analysis by Auger and X-ray photoelectron spec-
troscopy, D. Briggs and J. T. Grant ed. (IM publications,
West Sussex, 2003).

Photoelectron Spectroscopy: Principles and Applications,
Stephan Huefner (Springer, Berlin Heidelberg, 2010).
Photoelectron Spectroscopy: Bulk and Surface Electronic
Structures, S. Suga and A. Sekiyama (Springer, Berlin
Heidelberg, 2014).

Y. Teraoka and A. Yoshigoe: Jpn. J. Appl. Phys. 38, 642
(1999).

Y. Saitoh, T. Nakatani, T. Matsushita, A. Agui, A.
Yoshigoe, Y. Teraoka and A. Yokoya: Nucl. Instr. and
Meth. A 474, 253 (2001).

Y. Saitoh, Y. Fukuda, Y. Takeda, H. Yamagami, S.
Takahashi, Y. Asano, T. Hara, K. Shirasawa, M. Takeuchi,
T. Tanaka and H. Kitamura: J. Synchrotron Rad. 19, 388
(2012).

A. Yoshigoe and Y. Teraoka: Jpn. J. Appl. Phys. 49,
115704 (2010).

P. Gupta, C. H. Mak, P. A. Coon and S. M. George: Phys.
Rev. B 40, 7739 (1989).

R. J. Hamers, R. M. Tromp and J. E. Demuth: Phys. Rev.
Lett. 56, 1972 (1986).

C. Yan, J. A. Jensen and A. C. Kummel: J. Chem. Phys.
105, 773 (1996).

Ph. Avouris, .-W. Lyo and F. Bozso: J. Vac. Sci. Technol.
B9, 424 (1991).

Ph. Avouris and I.-W. Lyo: Appl. Surf. Sci. 60-61, 426
(1992).

K. Sakamoto, S. T. Jemander, G. V. Hansson and R. I. G.

59)
60)
61)
62)
63)
64)

65)

66)
67)
68)
69)
70)
71)
72)

73)
74)

75)
76)
77)
78)
79)

80)
81)

82)
83)

84)
85)

86)
87)
88)
89)

90)
91)

92)

Uhrberg: Phys. Rev. B 65, 155305 (2002).

R. D. Meade and D. Vanderbilt: Phys. Rev. B 40, 3905
(1989).

L. Stich, M. C. Payne, R. D. King-Smith, J.-S. Linand L. J.
Clarke: Phys. Rev. Lett. 68, 1351 (1992).

L. C. Ciacchi and M. C. Payne: Phys. Rev. Lett. 95, 196101
(2005).

C. Yan, J. A. Jensen and A. C. Kummel: Phys. Rev. Lett.
72, 4017 (1994).

P. D. Nolan, M. C. Wheeler, J. E. Davis and C. B. Mullins:
Acc. Chem. Res. 31, 798 (1998).

M. P. D’Evelyn, M. M. Nelson and T. Engel: Surf. Sci. 186,
75 (1987).

E. R. Behringer, H. C. Flaum, D. J. D. Sullivan, D. P.
Masson, E. J. Lanzendorf and A. C. Kummel: J. Phys.
Chem. 99, 12863 (1995) & Z D5 | Fi k.

B. A. Ferguson, C. T. Reeves and C. B. Mullins: J. Chem.
Phys. 110, 11574 (1999) & Z D5 | FSCHk.

C.-H. Chung, H. W. Yeom, B. D. Yu and I.-W. Lyo: Phys.
Rev. Lett. 97, 036103 (2006).

T. Hasegawa, M. Kohno and S. Hosoki: Jpn. J. Appl. Phys.
33, 3702 (1994).

F. M. Leibsle, A. Samsavar and T.—C. Chiang: Phys. Rev.
B 38, 5780 (1988).

A. Yoshigoe and Y. Teraoka: J. Phys. Chem. C 114, 22539
(2010).

A. Yoshigoe and Y. Teraoka: J. Phys. Chem. C 118, 9436
(2014).

K. W. Kolasinski, Surface Science: Foundations of Cataly-
sis and Nanoscience (John Wiley & Sons Ltd, UK, 2008).
D. A. King and M. G. Wells: Surf. Sci. 29, 454 (1972).
M. L. Yu and L. A. DeLouise: Surf. Sci. Rep. 19, 285
(1994).

D. Woodruff, Ed., The Chemical Physics of Solid Surfaces;
Vol. 11 Surface dynamics ( Elsevier: Amsterdam, 2003).
A. Yoshigoe, M. Sano and Y. Teraoka: Jpn. J. Appl. Phys.
39, 7026 (2000); 54, 039203 (2015).

A. Yoshigoe and Y. Teraoka: Surf. Sci. 532-535, 690
(2003); 637-638, 158 (2015).

A. Yoshigoe and Y. Teraoka: J. Phys. Chem. C 116, 4039
(2012).

A. Yoshigoe, Y. Yamada, R. Taga, S. Ogawa and Y.
Takakuwa: Jpn. J. Appl. Phys. 55, 100307 (2016).

J. M. Sturm and G. O. Croes: Surf. Sci. 601, 2498 (2007).
C.-H. Chung, H. W. Yeom, B. D. Yu and I.-W. Lyo: Phys.
Rev. Lett. 97, 036103 (2006).

J. Y. Tang, K. Nishimoto, S. Ogawa and Y. Takakuwa: e-].
Surf. Sci. Nanotechnol. 10, 525 (2012).

A. Redondo, W. A. Goddard, C. A. Swarts and T. C.
McGill: J. Vac. Sci. Technol. 19, 498 (1981).

X. M. Zheng and P. V. Smith: Surf. Sci. 232, 6 (1990).
M.-H. Tsai, Y.-H. Tang, I.-S. Hwang and T. T. Tsong:
Phys. Rev. B 66, 241304 (R) (2002).

J. Onoda, M. Ondraek, A. Yurtsever, P. Jelinek and Y.
Sugimoto: Appl. Phys. Lett. 104, 133107 (2014).

C.=Y. Niu and J.-T. Wang: J. Chem. Phys. 139, 194709
(2013).

K. Kato, T. Uda and K. Terakura: Phys. Rev. Lett. 80,
2000 (1998).

H. Watanabe, K. Kato, T. Uda, K. Fujita and M. Ichikawa:
Phys. Rev. Lett. 80, 345 (1998).

J. Stohr, NEXAFS Spectroscopy (Springer, Berlin, 1992).
T. Matsushita, A. Yoshigoe and A. Agui: Europhys. Lett.
71, 597 (2005).

T. Matsushita, T. Muro, F. Matsui, N. Happo, S.

196 @ Hugti July 2019 Vol.32 No.4



RS SR T A LKE

DHATEDFERREDEEN FORBERIT

93)

94)

95)

96)
97)

98)
99)
100)

101)

102)
103)
104)
105)
106)
107)
108)
109)
110)
111)

112)

113)

114)

Hosokawa, K. Ohoyama, A. Sato—Tomita, Y. C. Sasaki and
K. Hayashi: J. Phys. Soc. Jpn. 87, 061002-1 (2018).

T. Muro, T. Ohkouchi, Y. Kato, Y. Izumi, S. Fukami, H.
Fujiwara and T. Matsushita: Rev. Sci. Instrum. 88,
1231061 (2017).

W. Wurth, J. Stohr, P. Feulner, X. Pan, K. R. Bauchspiess,
Y. Baba, E. Hudel, G. Rocker and D. Menzal: Phys. Rev.
Lett. 65, 2426 (1990).

J. Grimblot, A. C. Luntz and D. E. Fowler: J. Electron
Spectrosc. Relat. Phenom. 52, 161 (1990).

A. Eichler and J. Hafner: Phys. Rev. Lett. 79, 4481 (1997).
C. Virojanadara and L. I. Johansson: Surf. Sci. 519, 73
(2002).

S. Takahashi, S. Hatta, A. Yoshigoe, Y. Teraoka and T.
Aruga: Surf. Sci. 603, 221 (2009).

A. Yoshigoe, Y. Teraoka, R. Okada, Y. Yamada and M.
Sasaki: J. Chem. Phys. 141, 174708 (2014).

R. Okada, A. Yoshigoe, Y. Teraoka, Y. Yamada and M.
Sasaki: APEX 8, 025701 (2015).

Y. Tsuda, K. Oka, T. Makino, M. Okada, W. A. Dino, M.
Hasginokuchi, A. Yoshigoe, Y. Teraoka and H. Kasai:
Phys. Chem. Chem. Phys. 16, 3815 (2014).

Y. Tsuda, A. Yoshigoe, Y. Teraoka and M. Okada: Mater.
Res. Express. 3, 035014 (2016).

Y. Xu, J. Sakurai, Y. Teraoka, A. Yoshigoe, M. Demura
and T. Hirano: Appl. Surf. Sci. 391, 18 (2017).

T. Doi, Y. Nishiyama, A. Yoshigoe and Y. Teraoka: Surf.
and Interface Anal. 48, 685 (2016).

M. Fan, Y. X, J. Sakurai, M. Demura, T. Hirano, Y.
Teraoka and A. Yoshigoe: Int. J. Hydrog. Energy 40, 12663
(2015).

R. W. Joyner and M. W. Roberts: Surf. Sci. 87, 501 (1979).
Y. Takakuwa, T. Yamaguchi, T. Hori, T. Horie, Y. Enta,
H. Sakamoto, H. Kato and N. Miyamoto: ] ELECTRON
SPECTROSC. RELAT PHENOM. 88-91, 747 (1998).

Y. Takakuwa: J ELECTRON SPECTROSC. RELAT
PHENOM. 101-103, 211 (1999).

EERMET, EAGEHE  BEDE 7, 215 (1994).
https://escholarship.org/uc/item/1tj9j9ng

D. E. Starr, Z. Liu, M. Havecker, A. Knop-Gericke and H.
Bluhm: Chem. Soc. Rev. 42, 5833 (2013).

Y. Takagi, T. Nakamura, L. Yu, S. Chaveanghong, O.
Sekizawa, T. Sakata, T. Uruga, M. Tada, Y. Iwasawa and
T. Yokoyama: Appl. Phys. Express 10, 076603 (2017).
A. Kolmakov, D. A. Dikin, L. J. Cote, J. Huang, M. K.
Abyaneh, M. Amati, L. Gregoratti, S. Giinther and M.
Kiskinova: Nat. Nanotechnol. 6, 651 (2011).
https://elmitec.de/

115)
116)

117)

118)

119)
120)

121)

122)

123)
124)

125)

126)

http://www.specs.de/cms/front_content.php?idcat =382
O. Hofert, C. Gleichweit, H.-P. Steinrtick and C. Papp:
Rev. Sci. Intrum. 84, 093103 (2013).

A. Shavorskiy, S. Neppl, D. S. Slaughter, J. P. Cryan, K. R.
Siefermann, F. Weise, M.-F. Lin, C. Bacellar, M. P.
Ziemkiewicz, I. Zegkinoglou, M. W. Fraund, C. Khurmi, M.
P. Hertlein, T. W. Wright, N. Huse, R. W. Schoenlein, T.
Tyliszczak, G. Coslovich, J. Robinson, R. A. Kaindl, B. S.
Rude, A. Olsner, S. Mahl, H. Bluhm and O. Gessner: Rev.
Sci. Instrum. 85, 093102 (2014).

A. Baraldi, G. Comelli, S. Lizzit, M. Kiskinova and G.
Paolucci: Surf. Sci. Rep. 49, 169 (2003).

R. Denecke: Appl. Phys. A 80, 977 (2005).

C. Papp and H.-P. Steinriick: Surf. Sci. Rep. 68, 446
(2013).

E. Dombrowski, E. Peterson, D. D. Seto and A. L. Utz:
Catal. Today 244, 10 (2015).

R. D. Beck and A. L. Utz, “Quantum-State Resolved Gas/
Surface Dynamics Experiments’’, Dynamics of Gas-Surface
Interactions: Atomic-level Understanding of Scattering
Proceses at Surfaces, R. D. Muino and H. F. Busnego
(eds.), (Springer-Verlag, Berlin, 2013).

L. B. F. Juurlink, D. R. Killelea and A. L. Utz: Prog. Surf.
Sci. 84, 69 (2009).

L. Vattuone, L. Savio, F. Pirani, D. Cappelletti, M. Okada
and M. Rocca: Prog. Surf. Sci. 85, 92 (2010).

V. Aquilanti, M. Bartolomei, F. Pirani, D. Cappelletti, F.
Vecchiocattivi, Y. Shimizu and T. Kasai: Phys. Chem.
Chem. Phys. 7, 291 (2005).

M. Kurahashi and Y. Yamauchi: J. Chem. Phys. 140,
031102 (2014).

HEERE

B ERFEEA B KREF I ERAFERE
WEREMEL Y — HREH

E-mail: yoshigoe@spring8.or.jp

2 RERE, HRIY¥, BREERA
(R AE]

199643 H MREMRERFERY: B
Freprest Mg TR Rid LR e
To ML), 19964 4 H-19984F 3 H
EEEAmRY RS EX BT LYR B
Fo 19984E 4 A FeZkik N H AR T I8}
eRT BR9EE. 20154F 4 A X 0 Bk,

BT July 2019 Vol.32 No.4 @ 197



Synchrotron radiation real-time photoelectron
spectroscopy study on adsorption reactions of
oxygen molecule at semiconductor surfaces

Akitaka YOSHIGOE Materials Sciences Research Center, Japan Atomic Energy Agency, 1-1-1,
Kouto, Sayo, Hyogo, 679-5148, Japan

Abstract High energy-resolution photoelectron spectroscopy using synchrotron radiation is a beneficial
technique for precise analysis of chemical states of solid surfaces. Owing to its high luminosity, it
ensures availability of termed synchrotron radiation real-time photoelectron spectroscopy which
enables “in situ” observation of chemical reactions with gas molecules occurring at surfaces. In
particular, oxygen molecule (O,) is an important gas as an oxidizing agent responsible for the for-
mation of oxides. Oxidation using O, is widely observed in applicable surface processes such as
the growth of insulating thin films on semiconductor surfaces, formation reactions of functional
oxides and corrosion such as rust. It is also found at a fuel cell electrode and in three-way cataly-
sis. Thus, it is known that these research subjects are deeply related to many scientific and tech-
nological research fields such as nanotechnology, material sciences, environmental sciences and
new energy. In this review, O, adsorption reactions in the oxidation of silicon single crystal sur-
faces are focused. Through the demonstration of a systematic series of our research, the useful-
ness of synchrotron radiation real-time photoelectron spectroscopy to study molecular adsorption
reactions at solid surfaces is briefly described and the future perspective would also be shown.
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