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General remarks

Melting points were recorded on a Buchi B-540 apparatus. IR spectra were recorded on an ABB
Bomem Model FTLA200-100 instrument. 'H and 3CNMR spectra were measured on a Bruker
DRX-300 spectrometer, at 300 and 75SMHz, using TMS as an internal standard. Chemical shifts
(0) were reported relative to TMS, and coupling constants (J) were reported in hertz (Hz). Mass
spectra were recorded on a Shimadzu QP 1100 EX mass spectrometer with 70-eV ionization
potential. X-ray powder diffraction (XRD) was carried out on a Philips X’ Pert diffractometer
with CuKa radiation. The pore structure of the prepared catalyst was verified by the nitrogen

sorption isotherm ([5.0.0.3] Belsorp, BEL Japan, Inc.).
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Fig S1: Ft-IR spectra of (E)-8-(4-methylbenzylidene)-4-(4-methylphenyl)-5,6,7,8-tetrahydro-6-

methyl-2-phenylpyrido[4,3-d]pyrimidine (3a)
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Current Data Parameters
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0 32768
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NS 8

0s 2
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FIDRES 0.1B8380 Hz
AQ 2.6542580 sec
RG 128

W 81.000 usec
DE 6.00 usec
TE 300.0 K

D1 6.00000000 sec
======== CHANNEL f1 ========
NUC1 1H

P1 10.00 usec
PL1 0.00 dB
SFO1 300.131B008 MHz

F2 - Processing parameters

SI 32768
SF 300.1300046 MHz
WDH EM
SS5B 0
L8 0.30 Hz
GB 4]
PC 1.00

1D NMR plot parameters

CX 20.00 cm

CY 12.50 cm
F1P 10.000 ppm

F1 3001.30 Hz

F2pP -0.300 ppm
F2 -90.04 Hz
PPMCM 0.51500 ppm/cm
HZCM 154.96696 Hz/cm

Fig S2: '"H NMR (300 MHz, DMSO-dj) spectra of (E)-8-(4-methylbenzylidene)-4-(4-

methylphenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3a)
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PL2 0.00 ¢B
PL12 21.00 dB
PL13 21.00 dB
SF02 300.1312005 MHz

F2 - Processing parameters

s1 65536
SF 75.4677872 MHz
WDW EM
558 0
LB 1.00 Hz
GB 0
PC 1.40

1D NMR plot parameters
X

20.00 cm
cy 30.00 cm
FiP 215.000 ppm
F1 16225.57 Hz
Fap -5.000 ppm
F2 -377.34 Hz
PPMCM 11.00000 ppm/cm
HZCM 830.14563 Hz/cm

Fig S3: 3BC NMR (75 MHz, DMSO-dy) spectra of (E)-8-(4-methylbenzylidene)-4-(4-
methylphenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3a)




IAbundance

Scan 83 (0.881 min): 64008869.D
2200000

2000000 4 312

1800000 1

1600000 7

1400000 1

1200000 4
91

1000000 ¢

800000 1 158

600000 1 214

375
4000001 65 180 285

200000 1 241 257 “ 400

359

o0
40 60 80 100 120 140 160 180 200 220 240 260 280 300 320 340 360 380 400

m/z-->

Fig S4: MS (EI) spectra of (E)-8-(4-methylbenzylidene)-4-(4-methylphenyl)-5,6,7,8-tetrahydro-
6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3a)



N - E - - (\(”l | [
0.40 ‘]1 fr I N\J }H]
N, | | \
- z / \ jl N ] “
0.35 ] N |N s \:\ ,' “ Wi
| O S
030 0 N 0 ﬁ
i | . ‘
1 |
0.25-
F ] & l
5 . <
= ] I =]
g A N ® B 8 || \
& .= S o
0.15- & \
@ 4 \
. (3] .
0.10-] = | @
ol © ~ =
= ~
! 3 \
w
0.00 -} =
4000 3000 2000 1000

Wavenumbers (cm-1)

Fig S5: Ft-IR spectra of (E)-8-(4-(benzyloxy)benzylidene)-4-(4-(benzyloxy)phenyl)-5,6,7,8-
tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3b)
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SSB 0
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68 0

PC 1.00

1D NMR plot parameters

Cx 20.00 cm
Cy 12.50 ¢m
FiP 10.000 ppm
F1 3001.30 Hz
Fop -0.300 ppm
F2 -80.04 Hz
PPMCM 0.51500 ppm/cm
HZCM 154 .56696 Hz/cm

Fig S6: 'TH NMR (300 MHz, DMSO-dj) spectra of (E)-8-(4-(benzyloxy)benzylidene)-4-(4-
(benzyloxy)phenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3b)
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Fig S7: 3C NMR (75 MHz, DMSO-dy) spectra of (E)-8-(4-(benzyloxy)benzylidene)-4-(4-
(benzyloxy)phenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3b)
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Fig S8: MS (EI) spectra of (E)-8-(4-(benzyloxy)benzylidene)-4-(4-(benzyloxy)phenyl)-5,6,7,8-

tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3b)

10




Current Data Parameters

NAME khajenassir
DOWDMMAUDNSWOT~MMSIDM w0 o [TalaY]
OO~ MWM—BMAOUNMNTST =M [¥lle mm EXPNO 2941
- S DWO DT NODWM M~ m o o~ o < PROCND 1
NOS YOS DD NMNS M -0 o @ <
g e A N A A R RO @ = o
@ o M o~ Rl {3 T Foe B P P (s P maom M U F2 - Acquisition Parameters
Date_ 20111118
Time 15.49
INSTRUM spect
PROBHD 5 mm Multinucl
PULPROG zg
0 32768
SOLVENT DMS0
] NS 8
’
| N N 05 2
Il 1 | B SWH 6172.839 Hz
Br: I FIORES 0.188380 Hz
. | XY AQ 2.6542580 sec
Ly I RG 362
I f RN oW B1.000 usec
! ] A | ' I N DE 6.00 usec
AN \ 2 d TE 300.0 K
4 . — - o | 01 6.00000000 sec
‘ CHANNEL f1 ===
1H
H ;’f 10.00 usec
| e 0.00 dB
I / 300.1318008 MHz
I F F2 - Processing parameters
SI 32768
' SF 300.1300046 MHz-
| WOW EM
| SSB 0
| L8 0.30 Hz
GB 0
PC 1.00
= / 1D NMR plot parameters
cx 20.00 cm
cY 12.50 cm
F1P 10.000 ppm
F1 3001.30 Hz
F2P -0.300 ppm
7 o8l (9IRS a @ F2 -90.04 Hz
5 3gls glgls B = PPMCM 0.51500 ppm/cm
E il i (B - - HZCM 154 56696 Hz/cm
,7’1 T T I T T T T T T T ’ T T T T T T T ‘
ppm 8 6 4 2 0

Fig S9: 'TH NMR (300 MHz, DMSO-dj) spectra of (E)-8-(3-bromobenzylidene)-4-(3-
bromophenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3c)
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Fig S10: MS (EI) spectra of (E)-8-(3-bromobenzylidene)-4-(3-bromophenyl)-5,6,7,8-tetrahydro-
6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3c)
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Fig S11: 'TH NMR (300 MHz, DMSO-dj) spectra of (E)-8-benzylidene-5,6,7,8-tetrahydro-6-

methyl-2,4-diphenylpyrido[4,3-d]pyrimidine (3d)
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Fig S12: 13C NMR (75 MHz, DMSO-dj) spectra of (E)-8-benzylidene-5,6,7,8-tetrahydro-6-

methyl-2,4-diphenylpyrido[4,3-d]pyrimidine (3d)
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Fig S13: MS (EI) spectra of (E)-8-benzylidene-5,6,7,8-tetrahydro-6-methyl-2,4-
diphenylpyrido[4,3-d]pyrimidine (3d)
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Fig S14: Ft-IR spectra of (E)-8-(2,4-dichlorobenzylidene)-4-(2,4-dichlorophenyl)-5,6,7,8-
tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3¢)
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Fig S15: 'TH NMR (300 MHz, DMSO-dj) spectra of (E)-8-(2,4-dichlorobenzylidene)-4-(2,4-
dichlorophenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3e)
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Fig S16: 13C NMR (75 MHz, DMSO-dj) spectra of (E)-8-(2,4-dichlorobenzylidene)-4-(2,4-

dichlorophenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3¢)
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Fig S17: MS (EI) spectra of (E)-8-(2,4-dichlorobenzylidene)-4-(2,4-dichlorophenyl)-5,6,7,8-
tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3¢)
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Fig S18: Ft-IR spectra of (E)-8-(4-chlorobenzylidene)-4-(4-chlorophenyl)-5,6,7,8-tetrahydro-6-
methyl-2-phenylpyrido[4,3-d]pyrimidine (3f)
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Fig S19: '"H NMR (300 MHz, DMSO-dj) spectra of (E)-8-(4-chlorobenzylidene)-4-(4-
chlorophenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3f)
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1D NMR plot parameters
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cY 100.00 cm
FiP 215.000 ppm
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F2p -5.000 ppm
F2 -377.34 Hz
PPMCM 11.00000 ppm/cm
HZCM B30.14557 Hz/cm

Fig S20: 13C NMR (75 MHz, DMSO-dj) spectra of (E)-8-(4-chlorobenzylidene)-4-(4-
chlorophenyl)-5,6,7,8-tetrahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3f)
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Fig S21: MS (EI) spectra of (E)-8-(4-chlorobenzylidene)-4-(4-chlorophenyl)-5,6,7,8-tetrahydro-
6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3f)

23



Transmittance

0.45- f\
i i’ 1
0.40- (VV V
] NZ IN
=1 >3
0.35- O XN O m
1 HiC. _CH
1 2o N o3
0.30— I
0.25— o
M~ T 2
i o @
i P a
< r7) ~ -~
0.20— 5 BN
"] o
-] »
| o~
o
015 2 )
] © n ©
.l @ o T
10| 3 o B
i 8 8 =
g o
S
0.05 3
=
0.00 |
1 1 T
4000 3000 2000 1000

Wavenumbers (cm-1)

Fig S22: Ft-IR spectra of (E)-8-(4-methoxybenzylidene)-5,6,7,8-tetrahydro-4-(4-
methoxyphenyl)-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3g)
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cy 12.50 cm
F1P 10.000 ppm
Fi 3001.30 Hz
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F2 -90.04 Hz
PPMCM 0.51500 ppm/cm
HZCM 154.56696 Hz/cm

Fig S23: 'TH NMR (300 MHz, DMSO-dj) spectra of (E)-8-(4-methoxybenzylidene)-5,6,7,8-

tetrahydro-4-(4-methoxyphenyl)-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3g)
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Fig S24: 13C NMR (75 MHz, DMSO-dj) spectra of (E)-8-(4-methoxybenzylidene)-5,6,7,8-

tetrahydro-4-(4-methoxyphenyl)-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3g)
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Fig S25: MS (EI) spectra of (E)-8-(4-methoxybenzylidene)-5,6,7,8-tetrahydro-4-(4-
methoxyphenyl)-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3g)
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Fig S26: Ft-IR spectra of (8E)-8-(4-methylbenzylidene)-4-(4-methylphenyl)-2,3,5,6,7,8-
hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3h)
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Fig S27: '"H NMR (300 MHz, DMSO-dj) spectra of (8E)-8-(4-methylbenz.yl%dg:ne)-4-(4-
methylphenyl)-2,3,5,6,7,8-hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3h)
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Fig S28: 13C NMR (75 MHz, DMSO-dj) spectra of (8E)-8-(4-methylbenzylidene)-4-(4-
methylphenyl)-2,3,5,6,7,8-hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3h)
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Fig S29: MS (EI) spectra of (8E)-8-(4-methylbenzylidene)-4-(4-methylphenyl)-2,3,5,6,7,8-
hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3h)
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Fig S30: Ft-IR spectra of (8E)-8-(2,4-dichlorobenzylidene)-4-(2,4-dichlorophenyl)-2,3,5,6,7,8-
hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (31)
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Fig S31: '"H NMR (300 MHz, DMSO-dj) spectra of (8E)-8-(2,4-dichlorobepzyli‘dene).-4-(2,4-
dichlorophenyl)-2,3,5,6,7,8-hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (31)
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Fig S32: 13C NMR (75 MHz, DMSO-dj) spectra of (8E)-8-(2,4-dichlorobenzylidene)-4-(2,4-
dichlorophenyl)-2,3,5,6,7,8-hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (31)
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Fig S33: MS (EI) spectra of (8E)-8-(2,4-dichlorobenzylidene)-4-(2,4-dichlorophenyl)-
2,3,5,6,7,8-hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (31)
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Fig S34: Ft-IR spectra of (8E)-8-(2,3-dichlorobenzylidene)-4-(2,3-dichlorophenyl)-2,3,5,6,7,8-
hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3j)
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Fig S35: 'TH NMR (300 MHz, DMSO-dj) spectra of (8E)-8-(233-dichlorobepzyli‘dene).-4-(2,3-
dichlorophenyl)-2,3,5,6,7,8-hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3j)
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Fig S36: 13C NMR (75 MHz, DMSO-dj) spectra of (8E)-8-(2,3-dichlorobenzylidene)-4-(2,3-
dichlorophenyl)-2,3,5,6,7,8-hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3j)
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Fig S37: MS (EI) spectra of (8E)-8-(2,3-dichlorobenzylidene)-4-(2,3-dichlorophenyl)-

2,3,5,6,7,8-hexahydro-6-methyl-2-phenylpyrido[4,3-d]pyrimidine (3j)
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