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1. [bookmark: _Toc217576045]NMR spectra of the synthesized compounds
1.1. [bookmark: _Toc217576046]NMR spectra of mixture of Ni-3 and Ni-4
[image: ]
Figure S 1. 1H NMR spectrum of mixture of Ni-3 and Ni-4 (CDCl3). The absence of distinct signals for the diastereotopic protons of the diazepine CH2 group suggests that the coalescence temperature associated with the inversion of the 1,4-diazepine ring is near ambient temperature [1].
[image: ]
Figure S 2. 13C NMR spectrum of mixture of Ni-3 and Ni-4 (CDCl3).
[image: ]
Figure S 3. Expansion of the 13C NMR spectrum of mixture of Ni-3 and Ni-4 (aromatic carbon region, CDCl3) with partial signal assignments.
[image: ]
Figure S 4. Expansion of the 13C NMR spectrum of mixture of Ni-3 and Ni-4 (aliphatic carbon region, CDCl3) with partial signal assignments.
[image: ]
Figure S 5. 13C DEPT-135 spectrum of mixture of Ni-3 and Ni-4 (CDCl3).
[image: ]
Figure S 6. 1H-1H COSY spectrum of mixture of Ni-3 and Ni-4 (CDCl3).
[image: ]
Figure S 7. 1H-13C HSQC spectrum of mixture of Ni-3 and Ni-4 (CDCl3).
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Figure S 8. 1H-13C HMBC spectrum of mixture of Ni-3 and Ni-4 (CDCl3).
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Figure S 9. 1H-13C HMBC spectrum of mixture of Ni-3 and Ni-4 with key correlations indicated (CDCl3).
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Figure S 10. 1H NMR spectra of mixture of Ni-3 and Ni-4 (CDCl3) at various temperature.





1.2. [bookmark: _Toc217576047]NMR spectra of Ni-5
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Figure S 11. 1H NMR spectrum of Ni-5 (CDCl3).
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Figure S 12. 13C NMR spectrum of Ni-5 (CDCl3).
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Figure S 13. 13C DEPT-135 spectrum of Ni-5 (CDCl3).
[image: ]
Figure S 14. 1H-1H COSY spectrum of Ni-5 (CDCl3).
[image: ]
Figure S 15. 1H-13C HSQC spectrum of Ni-5 (CDCl3).
[image: ]
Figure S 16. 1H-13C HMBC spectrum of Ni-5 (CDCl3).
[image: ]
[bookmark: _Hlk217575732]Figure S 17. Stacked 13C NMR and 13C DEPT-135 spectra of Ni-5 (aromatic carbon region, CDCl3) with signal assignments. 
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Figure S 18. Expansion of the 13C NMR spectrum of Ni-5 (aromatic carbon region, CDCl3) with signal assignments. 
[image: ]
Figure S 19. Expansion of the 13C NMR spectrum of Ni-5 (aliphatic carbon region, CDCl3) with signal assignments. 
[image: ]
Figure S 20. 1H-13C HMBC spectrum of Ni-5 with key correlations indicated (CDCl3).
[image: ]
Figure S 21. Expansion of the 1H-13C HMBC spectrum of Ni-5 with key correlations indicated (CDCl3).

1.3. [bookmark: _Toc217576048]NMR spectra of Ni-6
[image: ]
Figure S 22. 1H NMR spectrum of Ni-6 (CDCl3).
[image: \\10.0.0.2\shared\shremzer\articles\published\2026 diazepines MHC\files\nmr\_KSh139 tBuPh all nmr\13c KSh139 tBuPh all nmr.png]
Figure S 23. 13C NMR spectrum of Ni-6 (CDCl3).
[image: ]
Figure S 24. 13C DEPT-135 spectrum of Ni-6 (CDCl3).
[image: ]
Figure S 25. 1H-1H COSY spectrum of Ni-6 (CDCl3).
[image: ]
Figure S 26. 1H-13C HSQC spectrum of Ni-6 (CDCl3).
[image: ]
Figure S 27. 1H-13C HMBC spectrum of Ni-6 (CDCl3).
[image: ]
Figure S 28. Stacked 13C NMR and 13C DEPT-135 spectra of Ni-6 (aromatic carbon region, CDCl3) with signal assignments. Signals of the phthalate plasticizer derivative are not assigned.
[image: ]
Figure S 29. Expansion of the 13C NMR spectrum of Ni-6 (aromatic carbon region, CDCl3) with signal assignments. Signals of the phthalate plasticizer derivative are not assigned.
[image: ]
Figure S 30. Expansion of the 13C NMR spectrum of Ni-6 (aliphatic carbon region, CDCl3) with signal assignments. Signals of the phthalate plasticizer derivative are not assigned.
[image: ]
Figure S 31. 1H-13C HMBC spectrum of Ni-6 with key correlations indicated (CDCl3). Signals of the phthalate plasticizer derivative are not assigned.
[image: ]
Figure S 32. Expansion of the 1H-13C HMBC spectrum of Ni-6 with key correlations indicated (CDCl3). Signals of the phthalate plasticizer derivative are not assigned.

1.4. [bookmark: _Toc217576049]NMR spectra of Ni-7
[image: ]
Figure S 33. 1H NMR spectrum of Ni-7 (CDCl3). Minor proton signals of the phthalate plasticizer derivative are designated by red *.
[image: ]
Figure S 34. 13C NMR spectrum of Ni-7 (CDCl3).
[image: ]
Figure S 35. 13C DEPT-135 spectrum of Ni-7 (CDCl3).
[image: ]
Figure S 36. 1H-1H COSY spectrum of Ni-7 (CDCl3).
[image: ]
Figure S 37. 1H-13C HSQC spectrum of Ni-7 (CDCl3).
[image: ]
[bookmark: _Hlk217048131]Figure S 38. 1H-13C HMBC spectrum of Ni-7 (CDCl3).
[image: ]
Figure S 39. Stacked 13C NMR and 13C DEPT-135 spectra of Ni-7 with signal assignments (aromatic carbon region, CDCl3). Signals of the phthalate plasticizer derivative are not assigned.
[image: ]
Figure S 40. Expansion of the 13C NMR spectrum of Ni-7 (aromatic carbon region, CDCl3) with signal assignments. Signals of the phthalate plasticizer derivative are not assigned.
[image: ]
Figure S 41. Expansion of the 13C NMR spectrum of Ni-7 (aliphatic carbon region, CDCl3) with signal assignments. Signals of the phthalate plasticizer derivative are not assigned.
[image: ]
Figure S 42. 1H-13C HMBC spectrum of Ni-7 with key correlations indicated (CDCl3). Signals of the phthalate plasticizer derivative are not assigned.
[image: ]
Figure S 43. Expansion of the 1H-13C HMBC spectrum of Ni-7 with key correlations indicated (CDCl3). Signals of the phthalate plasticizer derivative are not assigned.
2. [bookmark: _Toc217576050]UV-Vis spectrum of mixture of Ni-3 and Ni-4

[image: ]
Figure S 44. UV-Vis spectrum of mixture of Ni-3 and Ni-4 (CHCl3)







3. [bookmark: _Toc217576051]Mass spectra of the synthesized compounds

[image: ]
Figure S 45. MALDI TOF mass spectrum of mixture of Ni-3 and Ni-4.

[image: ]
Figure S 46. HRMS ESI spectrum of Ni-5.

[image: ]
Figure S 47. HRMS ESI spectrum of Ni-6.
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Figure S 48. MALDI TOF mass spectrum of Ni-7.
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