-Table S1: B3LYP/6-311+G** calculated dipole moments (Debye) of the imine and enamine tautomers in gas phase and solution.

Series
Dipole moment  (D)


Tautomeric forms
Gas phase 
CHCl3
DMSO

Series 1
1a
2.0


2.7


3.1




1c
1.6


2.7


3.2



Series 2
2a
1.2


1.6


1.7




2c
3.9


4.4


4.8



Series 3
3a
2.5


3.2


3.7




3c
2.4


3.5


3.9



Series 4
4a
2.4


3.4


4.0




4c
1.6


4.2


4.8



Series 5
5a
3.4


3.5


4.2




5c
2.2


3.6


4.9



-Table S2: calculated B3LYP/6-311+G** and experimental bond angles (deg) for enamine form of the series 3.


Gas phase
CHCl3
DMSO
Experimental angles (°)





 [23]
 [24]








O1-C2-C3
116.79
117.19
117.35
117.2
-

C22-C21-C26
119.75
120.20
120.37
121.0
-

C11-C6-O1
111.71
111.94
112.02
      112.6
-

C11-C6-C5
126.22
126.46
126.56
125.4
-

C6-C1-C2
123.16
123.27
123.31
122.3
-

O1-C2-C7
114.74
114.25
114.20
114.0
-

O7-C2-C3
128.45
128.55
128.61
128.71
-

C2-C3-C4
119.83
119.46
119.31
119.3
-

C2-C3-C8
119.37
119.48
119.53
119.0
-

C3-C4-O10
123.21
123.14
123.10
123.5
-

O10-C4-C5
119.85
119.62
119.53
118.2
-

C3-C4-C5
116.92
117.21
117.35
118.3
-

C4-C5-C6
121.15
121.17
121.15
120.8
-

C5-C6-O1
122.06
121.59
121.40
122.0
-

C4-C3-C8
120.78
121.05
121.15
121.6
-

C3-C8-C12
122.97
122.98
122.98
124.2
-

C3-C8-N9
117.91
118.16
118.23
116.6
-

C12-C8-N9
119.05
118.79
118.72
119.2
-

C8-N9-C21
129.29
128.87
128.77
129.8
-

N9-C21-C22
121.87
121.88
121.95
122.0
-

C21-C22-C23
119.86
119.62
119.52
118.5
-

C22-C23-C24
120.41
120.37
120.36
120.9
-

C23-C24-C25
119.64
119.77
119.81
120.2
-

C24-C25-C26
120.28
120.24
120.23
120.5
-

C25-C26-C21
120.01
119.76
119.67
118.9
-

N9-C21-C26
118.23
118.28
118.27
116.6
-

