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Scheme 1. A) Three strategies toward total synthesis of densely oxygenated natural products
based on decarbonylative radical reactions; B) Structures of the synthesized compounds.
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[1] Inoue, M. Acc. Chem. Res. 2017, 50, 460. [2] Nagatomo, M.; Inoue, M. et al. Chem. Sci.
2015, 6, 2765.
[3] Fujino, H.; Nagatomo, M.; Inoue, M. et al. Angew. Chem. Int. Ed. 2017, 56, 11865.
[4] Masuda, K.; Nagatomo, M.; Inoue, M. Nature Chem. 2017, 9, 207.

14



[4FHR]
1983 -5 H 12 H &R R E IR i F
[#RAE]
2002 -3 A IR VE i A AR BREOR} 2R 2
2007 /- 3 H  HUERLR PR SIS b TR R (P R EdR)
2009 4F 3 A AURCBERL K7 KPR Pt JE B P e iR
BT (FH B )
2012 F 3 H  HURKRFRZFPe 37 R 7E R 37 B
R E T [t &%) 1 OFL T #%)
2012 4 H B RZPR PG R SR A BSOS P 3=
(5 B RT #d%) - B (Bl
201247 A~9 H =227 U F2BFZEEF (3252 « Phil S. Baran 252)

AN

[ My favorite papers 3]

1. G. Matsuo, K. Kawamura, N. Hori, H. Matsukura, T. Nakata, ‘“Total Synthesis of

Brevetoxin-B”, J. Am. Chem. Soc. 2004, 126, 14374.

<PRH > 5 m [RIREE BE AR HAERIE O & bR D w S, FME Z DT )03
BAREaRIZEN, RIEHILFE L L TOEE BRI,

. L. Jergensen, S. J. McKerrall, C. A. Kuttruff, F. Ungeheuer, L Felding, P. S. Baran,
“14-Step Synthesis of (+)-Ingenol from (+)-3-Carene”, Science 2013, 341, 878.

<M > F3 Baran W FHICHE Do o5, RICHTWLESCNIDEIZH D
WebDIE - ZAPEEBND, BFIEFICBT 5~ A VA =@l D —,

. N. Grimblat, M. M. Zanardi, A. M. Sarotti, “Beyond DP4: an Improved Probability for the
Stereochemical Assignment of Isomeric Compounds using Quantum Chemical
Calculations of NMR Shifts”, J. Org. Chem. 2015, 80, 12526.

<HH > DFT FIRIZE D NMR “THI” M “RE” OBIZE TH#ES -5
X, 5% Z O [DP4+ probability | 2MEERED EFIZR > T H2DEA S,

[Ead 2 0H9EE I L O DPEH]

P B BT ek MEROERE T, FEEREE)=EE T BEE
ThHHZEEBMIEERTETNDLND, RFEANTLDHHE, scientific 2WF7EILHHAAD
L, AFICORHEAES L, 2D AMEH L REROBEE 2 FTRT2HEA
STWHIZEZRLTTIFEVELE, £LFELE “SO135<4T 213 L” T2,

15



S TFEERICBIT 5 R ZEEOBRELE

UM R R S T Ebe
Bt ik

E-mail: yanai@mail.cstm.kyushu-u.ac.jp

TH b Ty Tarn=var (UC) LRRERtEENEI~EAHBTHH
RTHY R F ORI LV A Al Vv F —Hifi 2z @R+ 2 &
LTHIfF SN TV D, KBt & D5kt 2 v 21213, = HIH — = HIAH K
(TTA) @F22F 3 2B R b
FHTHY, ZTO—HOWFRIT 1)
RF—oJekiI & 2) = EIEAER,
3) RF—mb7 k72 —~n=
HIE——HHAT /L X —BH)
(TTET). 4) 77 & 7% —[FTO Donor Acceptor Donor
TTA 2k % —@\IHEAR. 5) 77% BHL Zxbhr - ToFarsn—LarnDrAH=Xh
7Y —D—EIH)N L DHEOLF G, T
HoH (K1),

MR DBFFETIL, TTA-UC (246 B o 1)L 5 — BBl 2 VA C O Rk fR O fIE i &
I L VAT TE A, o EEE R EAIREE Ty FIEBHRShTLE D
EVSTEAREWRMEDR H - To, £ 2 THRAIE, DI R VX —~ A 7
=3I ADNRTHEAL LT EREL TN D, TIVETT BT 7 ARIED Dk
i E T, Bkx eEERRF 2 AT 567 78 7 X —EfEHE R L, ORI K F—%
F—7"L. TTAUC OXHE{ToT&7 (K2) Y,

Fro, TR AR SN DT v T a N =D g G EIEHIZEHET

HHN, TNETERPRETH T2, R LV a 27 bOEAFRFEICLD T
NWHRHFREIZZR Y Do HH DT, JE TR Lz 2,
1) N. Yanai, N. Kimizuka et al, J. Am. Chem. Soc., 2013, 135, 19056-19059; J. Am. Chem. Soc.,
2015, 137, 1887-1894; Sci. Rep., 2015, 5, 10882; Angew. Chem. Int. Ed., 2015, 54, 7544-7549;
Angew. Chem. Int. Ed., 2015, 54, 11550-11554; Chem. Sci., 2016, 7, 5224-5229; Chem.
Commun., 2016, 52, 5354-5370 (invited review).

2) N. Yanai, N. Kimizuka et al, J. Am. Chem. Soc., 2016, 138, 8702-8705; Chem. Eur. J. 2016,
22 2060-2067; J. Mater. Chem. C, 2016, 4, 6447-6451; Acc. Chem. Res., 2017, 50, 2487-2495.

16



[4=FA R ]
1983 4= 12 H 11 H EERM A E
(2]
2002 4E 3 A ASHIEK R
2006 4F 3 H AN KZ T80 T bR 3
2011 - 3 A AL RFRFERE T 9eR
LB RE T
[+ (T ]
20114 H KEA Y A KFET—"F vy RX— R
R Tt
2012 10 H  JUMRZ2= R T ZEfe Bh 24
2014 /- 10 A JST X X3 mges (O 1 Hffvais - Hf(T)
201547 11 A JUN KRR Tor i sebe e %
HAEIZES

[ My favorite papers 3]

1. R. Kitaura, K. Seki, G. Akiyama, S. Kitagawa, “Porous Coordination-Polymer Crystals

with Gated Channels Specific for Supercritical Gases”, Angew. Chem. Int. Ed. 2003, 42, 428.
<PRH > OB TIZHDRZR V. B O EOMEHR & TIIOEREIX M2, H S DOWF

ROFEEREZ AT, HICARAZET~E/,

2. A. Kojima, K. Teshima, Y. Shira, T. Miyasaka, “Organometal Halide Perovskites as
Visible-Light Sensitizers for Photovoltaic Cells”, J. Am. Chem. Soc. 2009, 131, 6050.
<HEH> T NIeT AT T T game change, BEHMIFSE O BREHE,

3. T. Kunitake, Y Okahata, “A totally synthetic bilayer membrane”, J. Am. Chem. Soc. 1977,

99, 3860.
<Fh> HAPIOER 0TI, JURPEE S TH OO ORI, B

LW B ERID &9 BRGA R,

[FA~DA =V L a7 b LW EZ  BANPLEELEL X 9,
(7 %38 L TR O RWERR] 4 F4A 0/, 9 F < Widieho 7o R OfERIE
IZROE, B THZo> THELNTIRAIZKRFEIITE, EBRLTIES ol &y
HODT AT 7 THRTLHEELIZHY | RO E 2 E < 2 127 > T2 FURER,

17



FrLWaTE2AID e 25 & Hd

LHBRFENT VAT F—~<T 4 T HEmy AT (ITbM)
Ny EA

E-mail:ohmatsu@chembio.nagoya-u.ac.jp

Kaminsky fitfi (A ftA) CEHKARLEE (RFFECAEE) . Grubbs fillfll (2 & &
AL BEBICTH D0, AEARILFORE REROE I LIE LIE, 5
ﬁ%%%ﬁ#é%ﬁ%ﬁﬁ@%éﬂkkm9$%ﬁﬁf¢60ﬁkﬁ%kkkﬁﬁ

. HEROEHE —ESEDIFEEDO L S T-EEAAID 1T, ZhuiE, FAUCERS
# BREARDOZEICEED 2L OWFEEVRE R TNDL Z 272455, TIHEMEMIC
EY TR, ZARENT B OB EZRBTE 5074500207 < & BRI
HoTHEETHIDOIIRETH Y | 72< SAOFITEERR 2/ I3 T, WA
HRS>TEENLI LD ERX D,

FATZ L ORGE 7 N—T7" 05 BT DT R & U T2 akat T 2 BEFE Tl #
FHEH 205, IO IT 2V, LI <H LW FEZHiINT, JRIZLTHD
DIHToHDL, 17272, FREODRRUITZEF L TWD Z Lid, [ 1FoiEE & HEE O
BaiifEd o2 L] Thod, MEEZRART HERICIT. ED XD EEL &G 50
W) ZEHEELES, MEABML LD LRALFERNS, BANAEFI, A
FERE D [B] Pl H ~ DI MR T T 5,

INETICRTE BT, A F D503 6 DM 216D LT 8 LD S 1 il
RO T NVENL T E B L, (ERREEE S CE I ARFMBLUEZFEBL L T& 7212,
AR T, Ol L ED T, 2 b OEEEROBIEZ /T Lz,

*zj“‘ 4 2P 3"
5 ol L
o€ Keee Ar B? \"

1. (a) K. Ohmatsu, M. Ito, T. Kunieda, T. Ooi, Nature Chem. 2012, 4, 473. (b) K. Ohmatsu, N.
Imagawa, T. Ooi, Nature Chem. 2014, 6, 47. (¢) K. Ohmatsu, Y. Hara, Y. Kusano, T. Ooi, Synlett

2016, 27, 1047.

2. (a) K. Ohmatsu, M. Kiyokawa, T. Ooi, J. Am. Chem. Soc. 2011, 133, 1307. (b) K. Ohmatsu, Y.
Ando, T. Ooi, J. Am. Chem. Soc. 2013, 135, 18706. (c) K. Ohmatsu, Y. Ando, T. Nakashima, T.

Ooi, Chem 2016, 1, 802.

18



[4FHAR]

1980 4F 12 A 23 Hfnik LR HTZAEE

[#2/E]

1999 /£ 3 H AR FERE L m B AR

2003 -3 A HHES K bR 2 2

2008 4F- 3 H  FAER KT R F P B LAl 7e B 1 1% WA
BT [t (3P ]

2008 - 4 A 4l BRSBTSt R Bh

2013 4F 4 H 4R KE IToM R8T

2015 4 A £ EKRT ITOM FeTHEHR

BAEIZE D

[ My favorite papers 3]

1. T. E. Barder, S. L. Buchwald, “Insights into Amine Binding to Biaryl Phosphine Palladium
Oxidative Addition Complexes and Reductive Elimination from Biaryl Phosphine
Arylpalladium Amido Complexes via Density Functional Theory”, J. Am. Chem. Soc., 2007,
129, 12003-12010. <EifH > Buchwald U 7 > R2MEAL TV DB HIZHE - 72f@m LD
O LD, HOOEN TRRBDOELEZ-EDE (25 olzon ] LEELET,

2. J. P. Wagner, P. R. Schreiner, “London Dispersion in Molecular Chemistry—Reconsidering
Steric Effects”, Angew. Chem. Int. Ed., 2015, 54, 12274-12296. <¥Hh> v N2
B BE9 245, it Schreiner JeAEOREEAZFEN TR CHMLE Lz, £<
DBZIZHT D8 LWREEZ 52 T ET,

3. S. H. Chanteau, J. M. Tour, “Synthesis of Anthropomorphic Molecules: The NanoPutians”,
J. Org. Chem. 2003, 68, 8750-8766. <> & ZHi< E AMO LI IR A2
KbRRWF 7 Foyr, BRMiwb D L BWETR, TR & T3, oL
FTRMAEFOEASZES Mo THE LWV EWNILERZKLET, TnE
NHRBEBARBEHETHOI D 20T 22K D, 206 ZEARFITIZAET, ma<
T, #IFL LV,

[FE~DRA v E—V] BOOFTOL VWG TFIEH D 302 BRi e iE%
260 THoTHRWL, MBENTEMEHZIZRD0F) EWolcfliRe LicA A—
CTHRWTT, [@MrUEDTYH (DL D720y ZiEkT SN, b
DOMFFEE ER LWMEFIIH Y ¥ A, L BDOT7T =B bDT I EFE Vo
GEoEfe, HxDU U I EE RN, REEHELAEL X 9,

19



[(EERRILEREFS o RIIVLRITEAS

B OMRTRAR
RITER

Bl [(LE#H]

miEAN [WALEH]
ElRESE [HRLEH]
ZHETE [WRLFH]
IMEESL [RREFH]
B2 A (mREE#E]

MAEHE [{EFHE]
BHEAN [LFH]
SEHE LFH]
gk bFHE]





