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�$�E�V�W�U�D�F�W���� 
 
We investigate AlGaAs/GaAs superlattices as well as InGaAs/GaAs quantum wells 
(QWs) and epitaxial quantum dots (QDs) where during the molecular beam epitaxy of 
InGaAs QDs the aluminium flux cell was opened briefly to incorporate fractional 
monolayers of Al into the InGaAs. We show that X-ray mapping with a large 
collection angle is capable to detect 0.3-0.4 fractional Al monolayers with a resolution 
of just under 1nm. 
 
 
1. Introduction 
 
�(�Q�H�U�J�\-�G�L�V�S�H�U�V�L�Y�H�� �;-�U�D�\�� �V�S�H�F�W�U�R�V�F�R�S�\�� ���(�'�;�6���� �L�Q�� �D�� �V�F�D�Q�Q�L�Q�J�� �W�U�D�Q�V�P�L�V�V�L�R�Q�� �H�O�H�F�W�U�R�Q��
�P�L�F�U�R�V�F�R�S�H�����6�7�(�0�����D�O�O�R�Z�V���W�K�H���G�L�U�H�F�W���F�K�H�P�L�F�D�O���G�H�W�H�F�W�L�R�Q���R�I���D�O�O���H�O�H�P�H�Q�W�V���K�H�D�Y�L�H�U���W�K�D�Q��
�E�H�U�\�O�O�L�X�P�����R�U���O�L�W�K�L�X�P�����G�H�S�H�Q�G�L�Q�J���R�Q���G�H�W�H�F�W�R�U���H�Q�W�U�D�Q�F�H���Z�L�Q�G�R�Z���W�\�S�H���D�Q�G���V�S�H�F�W�U�R�P�H�W�H�U��
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�U�H�V�R�O�X�W�L�R�Q���� �E�\�� �O�R�F�D�O�� �V�S�H�F�W�U�R�V�F�R�S�\�� �D�Q�G�� �F�R�P�S�R�V�L�W�L�R�Q�D�O�� �P�D�S�S�L�Q�J�� �D�W�� �K�L�J�K�� �V�S�D�W�L�D�O��
�U�H�V�R�O�X�W�L�R�Q�����0�D�Q�\���V�W�X�G�L�H�V���K�D�Y�H���E�H�H�Q���F�R�Q�G�X�F�W�H�G���R�Y�H�U���G�H�F�D�G�H�V���W�R���L�P�S�U�R�Y�H���T�X�D�Q�W�L�I�L�F�D�W�L�R�Q��
�D�F�F�X�U�D�F�\���R�U���V�S�D�W�L�D�O���U�H�V�R�O�X�W�L�R�Q���� 
�4�X�D�Q�W�L�I�L�F�D�W�L�R�Q���L�Q�����6���7�(�0���G�H�S�H�Q�G�V���R�Q���W�K�H���N�Q�R�Z�O�H�G�J�H���R�I���W�K�H���L�R�Q�L�V�D�W�L�R�Q���F�U�R�V�V-�V�H�F�W�L�R�Q�V��
�R�I�� �W�K�H�� �F�K�H�P�L�F�D�O�� �H�O�H�P�H�Q�W�V�� �D�V�� �D�� �I�X�Q�F�W�L�R�Q�� �R�I�� �W�K�H�L�U�� �D�W�R�P�L�F�� �Q�X�P�E�H�U�� ���=-�H�I�I�H�F�W���� �W�K�D�W�� �Z�D�V��
�D�O�U�H�D�G�\���P�R�G�H�O�O�H�G���E�\���%�H�W�K�H���L�Q�������������>���@���D�Q�G���F�R�U�U�H�F�W�L�R�Q�V���I�R�U���E�R�W�K���D�E�V�R�U�S�W�L�R�Q�����$�����R�I���W�K�H��
�; -�U�D�\�V���L�Q���W�K�H���V�S�H�F�L�P�H�Q���>���@���D�Q�G���P�X�W�X�D�O���I�O�X�R�U�H�V�F�H�Q�F�H�����)�����E�H�W�Z�H�H�Q���G�L�I�I�H�U�H�Q�W���;-�U�D�\���O�L�Q�H�V��
�>���@�����7�K�L�V���=�$�)���F�R�U�U�H�F�W�L�R�Q���L�V���V�W�L�O�O���W�K�H���E�D�V�L�V���R�I���D�O�O���F�R�P�P�H�U�F�L�D�O���T�X�D�Q�W�L�I�L�F�D�W�L�R�Q���S�U�R�F�H�G�X�U�H�V��
�Z�K�L�O�H���Q�H�Z���V�H�O�I-�F�R�Q�V�L�V�W�H�Q�W���L�W�H�U�D�W�L�Y�H���D�S�S�U�R�D�F�K�H�V���V�X�F�K���D�V���W�K�H���]�H�W�D-�I�D�F�W�R�U���P�H�W�K�R�G���>���@���D�Q�G��
�W�K�L�F�N�Q�H�V�V�� �G�H�S�H�Q�G�H�Q�W���N��� �I�D�F�W�R�U�V�� �>���@�� �K�D�Y�H�� �D�O�V�R�� �U�H�F�H�Q�W�O�\�� �E�H�H�Q�� �G�H�Y�H�O�R�S�H�G���� �9�L�V�L�E�L�O�L�W�\�� �R�I��
�D�W�R�P�L�F�� �O�D�W�W�L�F�H�� �S�O�D�Q�H�V�� �L�Q�� �;-�U�D�\�� �P�D�S�V�� �K�D�V�� �E�H�H�Q�� �U�H�S�R�U�W�H�G�� �D�I�W�H�U�� �W�K�H�� �L�Q�F�R�U�S�R�U�D�W�L�R�Q�� �R�I��
�P�X�O�W�L�S�O�H�� �;-�U�D�\�� �G�H�W�H�F�W�R�U�V�� �L�Q�� �W�U�D�Q�V�P�L�V�V�L�R�Q�� �H�O�H�F�W�U�R�Q�� �P�L�F�U�R�V�F�R�S�H�V�� �E�X�W�� �R�Q�O�\�� �L�Q�� �U�D�U�H�� �F�D�V�H�V��
�R�I�� �Y�H�U�\�� �W�K�L�Q�� �Q�R�Q-�S�H�U�L�R�G�L�F�� �W�H�V�W�� �V�W�U�X�F�W�X�U�H�V�� �>��-���@�� �D�W�R�P�L�F�� �U�H�V�R�O�X�W�L�R�Q�� �F�R�X�O�G�� �U�H�D�O�O�\�� �E�H��
�Y�H�U�L�I�L�H�G�����7�K�H���F�R�U�U�H�V�S�R�Q�G�L�Q�J���P�D�S�V���Z�H�U�H���R�I�W�H�Q���W�R�R���Q�R�L�V�\���I�R�U���I�X�U�W�K�H�U���T�X�D�Q�W�L�I�L�F�D�W�L�R�Q���� 
�)�R�U�� �V�H�P�L�F�R�Q�G�X�F�W�R�U�� �Q�D�Q�R�V�W�U�X�F�W�X�U�H�V�� �H�P�E�H�G�G�H�G�� �Z�L�W�K�L�Q�� �R�U�� �S�O�D�F�H�G�� �R�Q�� �W�R�S�� �R�I�� �W�K�L�Q�� �I�R�L�O��
�V�S�H�F�L�P�H�Q�V���� �D�G�G�L�W�L�R�Q�D�O�� �J�H�R�P�H�W�U�L�F�D�O�� �F�R�U�U�H�F�W�L�R�Q�V�� �P�D�\�� �E�H�� �Q�H�H�G�H�G�� �W�R�� �H�Y�D�O�X�D�W�H�� �O�L�Q�H��
�L�Q�W�H�Q�V�L�W�\���U�D�W�L�R�V���>��-�����@���� 
�7�K�H�� �8�Q�L�Y�H�U�V�L�W�\�� �R�I�� �6�K�H�I�I�L�H�O�G�� �K�D�V�� �U�H�F�H�Q�W�O�\�� �D�F�T�X�L�U�H�G�� �D�Q�G�� �L�Q�V�W�D�O�O�H�G�� �D�� �-�(�2�/�� �-�(�0-�)��������
�F�R�O�G�� �I�L�H�O�G�� �H�P�L�V�V�L�R�Q�� �6�7�(�0�� �Z�L�W�K�� �G�R�X�E�O�H�� �Z�L�Q�G�R�Z�O�H�V�V�� �V�R�O�L�G-�V�W�D�W�H�� �G�U�L�I�W�� ���6�'�'���� �G�H�W�H�F�W�R�U�V��
�W�K�D�W���\�L�H�O�G���;-�U�D�\���F�R�O�O�H�F�W�L�R�Q���D�Q�J�O�H�V���R�I�����������D�Q�G�����������V�U�D�G����� �������V�U�D�G���L�Q���F�R�P�E�L�Q�D�W�L�R�Q�������7�K�L�V��
�L�P�S�U�R�Y�H�V�� �W�K�H�� �V�W�D�W�L�V�W�L�F�V�� �R�I�� �;-�U�D�\�� �P�D�S�S�L�Q�J�� �R�Y�H�U�� �W�K�H�� �S�U�H�Y�L�R�X�V�� �X�O�W�U�D�W�K�L�Q-�Z�L�Q�G�R�Z�� �6�L���/�L��
�G�H�W�H�F�W�R�U�V�� �Z�L�W�K�� ���������V�U�D�G�� ���-�(�2�/�� ���������)�� �D�W�� �������N�9���� �D�Q�G�� ���������U�D�G�� ���-�(�2�/�� �=���������� �5�������� �D�W��
�������N�9���� �E�\�� �D�Q�� �R�U�G�H�U�� �R�I�� �P�D�J�Q�L�W�X�G�H���� �H�Q�D�E�O�L�Q�J�� �W�K�H�� �G�H�W�H�F�W�L�R�Q�� �D�Q�G�� �T�X�D�Q�W�L�I�L�F�D�W�L�R�Q�� �R�I�� �W�K�H��
�D�W�R�P�L�F�� �R�F�F�X�S�D�Q�F�\�� �R�I�� �V�H�P�L�F�R�Q�G�X�F�W�L�Q�J�� �W�K�L�Q�� �I�L�O�P�V�� �F�R�Q�V�L�V�W�L�Q�J�� �R�I�� �V�L�Q�J�O�H�� �P�R�Q�R�O�D�\�H�U�V����
�$�Q�D�O�\�V�L�Q�J�� �W�K�H�� �G�L�J�L�W�D�O�� �;-�U�D�\�� �P�D�S�V�� �D�F�T�X�L�U�H�G�� �Z�L�W�K�� �W�K�H�� �-�(�2�/�� �$�Q�D�O�\�V�L�V�� �6�W�D�W�L�R�Q�� �V�R�I�W�Z�D�U�H��
�Z�H���K�L�J�K�O�L�J�K�W���W�K�H���L�P�S�U�R�Y�H�G���S�H�U�I�R�U�P�D�Q�F�H���I�R�U���T�X�D�Q�W�L�W�D�W�L�Y�H���;-�U�D�\���P�D�S�S�L�Q�J���D�Q�G���S�U�R�I�L�O�L�Q�J��
�E�X�W���D�O�V�R���S�U�R�E�O�H�P�V���U�H�O�D�W�H�G���W�R���V�S�X�U�L�R�X�V���E�D�F�N�J�U�R�X�Q�G���V�L�J�Q�D�O�V���D�Q�G���O�D�F�N���R�I���Y�D�O�L�G���N-�I�D�F�W�R�U�V�� 
 
 
�������(�[�S�H�U�L�P�H�Q�W�D�O 
 
���������(�S�L�W�D�[�L�D�O���W�K�L�Q���I�L�O�P���J�U�R�Z�W�K 
The motivation for this work is based on earlier results by other groups who showed 
that the optical emission of epitaxial InGaAs QDs sandwiched between GaAs barriers 
can be tuned by replacing the GaAs below the QDs by either AlAs [14] or 
(InAlGa)As [15], or the GaAs cap on top by AlAs [16], or both lower and upper 
barriers by AlAs [17]. Here, we tried to incorporate ultra-thin AlAs layers directly 
within the InAs QDs. 
The samples investigated in this work were grown on an n-type GaAs (001) substrate 
using a Varian Gen II solid-source molecular-beam epitaxy reactor. They resemble 
the central part of a laser structure and consist of an (Al)InGaAs-based active region 
surrounded by GaAs barriers, waveguide-like AlGaAs/GaAs superlattices and 
AlGaAs claddings. The growth temperature of the claddings and waveguide layers 
was 620 oC, while a lower temperature of 590 oC was used for the barriers. The active 
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region was grown at 490 oC. Two samples were grown and labeled �$���������D�Q�G���$����������
�7�K�H�� �D�F�W�L�Y�H�� �U�H�J�L�R�Q�� �R�I�� �V�D�P�S�O�H�� �$�������� �F�R�Q�V�L�V�W�V�� �R�I�� �,�Q�$�O�*�D�$�V�� �4�'�V�� �G�H�S�R�V�L�W�H�G�� �D�V�� ����
�L�Q�G�L�Y�L�G�X�D�O�� �U�H�S�H�D�W�V�� �R�I�� �D�O�W�H�U�Q�D�W�L�Q�J�� ������������ �Q�P�� �,�Q���������$�O���������*�D���������$�V�� �I�R�O�O�R�Z�H�G�� �E�\�� ������������ �Q�P��
�,�Q�$�V���� �7�K�H�� �W�R�W�D�O�� �Q�R�P�L�Q�D�O�� �$�O�� �F�R�Q�W�H�Q�W�� �G�H�S�R�V�L�W�H�G�� �F�R�U�U�H�V�S�R�Q�G�H�G�� �W�R�� ���������Q�P�� �R�U�� ����������
�P�R�Q�R�O�D�\�H�U�� ���0�/ ���� �R�I�� �W�K�H�� �J�U�R�X�S�� �,�,�,�� �V�X�E-�O�D�W�W�L�F�H�����7�K�H�� �*�D�$�V�� �E�D�U�U�L�H�U�V�� �Z�H�U�H�� �Q�R�P�L�Q�D�O�O�\�� ������
�Q�P�� �W�K�L�F�N�� �D�Q�G�� �J�U�R�Z�W�K�� �L�Q�W�H�U�U�X�S�W�L�R�Q�V�� �R�I�� ������ �V�� �I�R�U�� �F�K�D�Q�J�H�� �L�Q�� �J�U�R�Z�W�K�� �W�H�P�S�H�U�D�W�X�U�H�� �Z�H�U�H��
�L�Q�W�U�R�G�X�F�H�G���D�I�W�H�U���W�K�H���J�U�R�Z�W�K���R�I���W�K�H���I�L�U�V�W�������Q�P���R�I���W�K�H���E�R�W�W�R�P���E�D�U�U�L�H�U���D�Q�G���W�K�H���J�U�R�Z�W�K���R�I��
�I�L�U�V�W�������Q�P���R�I���W�K�H���W�R�S���E�D�U�U�L�H�U�����7�K�H���Z�D�Y�H�J�X�L�G�H-�O�L�N�H���V�X�S�H�U�O�D�W�W�L�F�H�V���F�R�Q�V�L�V�W���R�I�������S�D�L�U�V���R�I����������
�Q�P���*�D�$�V���I�R�O�O�R�Z�H�G���E�\�������Q�P���$�O���������*�D���������$�V�����V�X�U�U�R�X�Q�G�L�Q�J���W�K�H���E�D�U�U�L�H�U�V�����D�Q�G�������S�D�L�U�V���R�I����������
�Q�P�� �*�D�$�V�� �D�Q�G�� ���� �Q�P�� �$�O���������*�D���������$�V���� �$�O���������*�D���������$�V�� �F�O�D�G�G�L�Q�J�� �O�D�\�H�U�V�� �V�X�U�U�R�X�Q�G�� �W�K�H��
�V�X�S�H�U�O�D�W�W�L�F�H�V�����$�Q�R�W�K�H�U���V�W�U�X�F�W�X�U�H���Z�K�L�F�K���O�H�D�Y�H�V���4�'�V���X�Q�F�R�Y�H�U�H�G���R�Q���W�K�H���I�U�H�H���V�X�U�I�D�F�H���Z�D�V��
�U�H�S�H�D�W�H�G�� �R�Q�� �W�R�S�� �R�I�� �W�K�H�� �O�D�V�W�� �$�O�*�D�$�V�� �F�O�D�G�G�L�Q�J�� �O�D�\�H�U�� �I�R�U�� �J�L�Y�L�Q�J�� �D�F�F�H�V�V�� �W�R�� �W�K�H�� �4�'�V��
�P�R�U�S�K�R�O�R�J�\�� �E�\�� �$�)�0�� �R�U�� �6�(�0���� �7�K�H�� �F�O�D�G�G�L�Q�J�V���� �W�K�H�� �V�X�S�H�U�O�D�W�W�L�F�H�� �Z�D�Y�H�J�X�L�G�H�V�� �D�Q�G�� �W�K�H��
�E�D�U�U�L�H�U�V�� �R�I�� �V�D�P�S�O�H�� �$�������� �Z�H�U�H�� �V�L�P�L�O�D�U�� �L�Q�� �W�K�L�F�N�Q�H�V�V���� �F�R�P�S�R�V�L�W�L�R�Q�� �D�Q�G�� �J�U�R�Z�W�K��
�W�H�P�S�H�U�D�W�X�U�H���W�R���W�K�R�V�H���R�I���W�K�H���$���������V�D�P�S�O�H�����H�[�F�H�S�W���I�R�U���W�K�H���D�F�W�L�Y�H���U�H�J�L�R�Q�����7�K�L�V���F�R�Q�V�L�V�W�H�G��
�R�I�� �D�� ���� �Q�P�� �,�Q���������*�D���������$�V�� �T�X�D�Q�W�X�P�� �Z�H�O�O�� �G�H�S�R�V�L�W�H�G�� �D�I�W�H�U�� �W�K�H�� �J�U�R�Z�W�K�� �R�I�� �W�K�H�� �I�L�U�V�W�� ������ �Q�P��
�*�D�$�V�� �E�D�U�U�L�H�U���� �I�R�O�O�R�Z�H�G�� �E�\�� �D�� ���� �Q�P�� �*�D�$�V�� �V�S�D�F�H�U�� �O�D�\�H�U�� �R�Q�� �W�R�S�� �R�I�� �Z�K�L�F�K�� �,�Q�������*�D�������$�V��
�4�'�V���Z�L�W�K���L�Q�V�H�U�W�L�R�Q���R�I���D���Y�H�U�\���W�K�L�Q���$�O���O�D�\�H�U���Z�H�U�H���G�H�S�R�V�L�W�H�G���E�H�I�R�U�H���W�K�H���W�R�S���������Q�P���E�D�U�U�L�H�U��
�Z�D�V�� �H�Y�H�Q�W�X�D�O�O�\�� �J�U�R�Z�Q���� �7�K�H�� �4�'�V�� �Z�H�U�H�� �J�U�R�Z�Q�� �E�\�� �G�H�S�R�V�L�W�L�Q�J�� ���� �L�Q�G�L�Y�L�G�X�D�O�� �O�D�\�H�U�V�� �R�I��
�H�T�X�D�O���W�K�L�F�N�Q�H�V�V�������������Q�P�����R�I���P�D�W�H�U�L�D�O�����D�V���W�K�X�V�����I�L�U�V�W���Z�H���G�H�S�R�V�L�W�H�G�������O�D�\�H�U�V���F�R�Q�V�L�V�W�L�Q�J���R�I��
���������Q�P���,�Q�������*�D�������$�V���D�Q�G�����������Q�P���R�I���,�Q�$�V���H�D�F�K�����W�K�H�Q�������U�H�S�H�D�W���R�I�������������Q�P���,�Q���������$�O���������$�V��
�D�Q�G�������������Q�P���,�Q�$�V�����W�K�H�Q���D�Q�R�W�K�H�U�������U�H�S�H�D�W�V���V�L�P�L�O�D�U���W�R���W�K�H���I�L�U�V�W���������$�V���L�Q���W�K�H���F�D�V�H���R�I���$����������
�W�K�H���O�D�V�W�����Q�P���R�I���W�K�H���E�R�W�W�R�P���*�D�$�V���E�D�U�U�L�H�U�����W�K�H���4�:�����W�K�H���*�D�$�V���V�S�D�F�H�U�����W�K�H���4�'�V���D�Q�G���W�K�H��
�I�L�U�V�W�������Q�P���R�I���W�K�H���W�R�S���*�D�$�V���E�D�U�U�L�H�U���Z�H�U�H���D�O�O���J�U�R�Z�Q���D�W���W�K�H���V�D�P�H���W�H�P�S�H�U�D�W�X�U�H���R�I�����������R�&����
�$�Q���R�Y�H�U�Y�L�H�Z���R�I���E�R�W�K���V�W�U�X�F�W�X�U�H�V���L�V���S�U�H�V�H�Q�W�H�G���L�Q���7�D�E�O�H������ 
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�V�D�P�S�O�H   �$������   �E�R�W�K  �$������   

thick-
ness 
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material   
 

 
 

 
 
 

 
 

 
 

 
 

 
 

          

�������� �,�Q�*�D�$�V�������$�O  �4�'     �4�'    

�� �*�D�$�V  -    �V�S�D�F�H�U   

�� �,�Q�*�D�$�V  -    �4�:    

���� �*�D�$�V    �E�D�U�U�L�H�U     

�������������� �*�D�$�V�������$�O�*�D�$�V    �V�X�S�H�U�O�D�W�W�L�F�H�����[     

�������������� �*�D�$�V�������$�O�*�D�$�V    �V�X�S�H�U�O�D�W�W�L�F�H�����[     

���� �$�O�*�D�$�V    �F�O�D�G�G�L�Q�J     

�������������� �*�D�$�V�������$�O�*�D�$�V    �V�X�S�H�U�O�D�W�W�L�F�H�����[     

�������������� �*�D�$�V�������$�O�*�D�$�V    �V�X�S�H�U�O�D�W�W�L�F�H�����[     

���� �*�D�$�V    �E�D�U�U�L�H�U     

�������� �,�Q�*�D�$�V�������$�O  �4�'     �4�'    

�� �*�D�$�V  -    �V�S�D�F�H�U   

�� �,�Q�*�D�$�V  -    �4�:    

���� �*�D�$�V    �E�D�U�U�L�H�U     

�������������� �*�D�$�V�������$�O�*�D�$�V    �V�X�S�H�U�O�D�W�W�L�F�H�����[     

�������������� �*�D�$�V�������$�O�*�D�$�V    �V�X�S�H�U�O�D�W�W�L�F�H�����[     

���� �$�O�*�D�$�V    �F�O�D�G�G�L�Q�J     

������ �*�D�$�V    �E�X�I�I�H�U     

 �*�D�$�V     �V�X�E�V�W�U�D�W�H     

�7�D�E�O�H���������V�F�K�H�P�D�W�L�F���R�I���E�R�W�K���V�D�P�S�O�H�V�����4�'��� ���T�X�D�Q�W�X�P���G�R�W�����4�:��� ���T�X�D�Q�W�X�P���Z�H�O�O�� 
 

���������6�S�H�F�L�P�H�Q���S�U�H�S�D�U�D�W�L�R�Q���I�R�U���H�O�H�F�W�U�R�Q���P�L�F�U�R�V�F�R�S�\ 
�(�O�H�F�W�U�R�Q�� �W�U�D�Q�V�S�D�U�H�Q�W�� �W�K�L�Q�� �I�R�L�O�V�� �Z�H�U�H�� �S�U�H�S�D�U�H�G�� �E�\�� �J�O�X�H�L�Q�J�� �W�R�J�H�W�K�H�U�� �Z�D�I�H�U�� �S�L�H�F�H�V�� �X�V�L�Q�J��
�W�Z�R-�F�R�P�S�R�Q�H�Q�W�� �H�S�R�[�\�� �J�O�X�H���� �F�X�W�W�L�Q�J�� �Z�L�W�K�� �D�� �G�L�D�P�R�Q�G�� �L�P�S�U�H�J�Q�D�W�H�G�� �Z�L�U�H�� �V�D�Z�� �D�O�R�Q�J��
���������!���G�L�U�H�F�W�L�R�Q�V�����J�U�L�Q�G�L�Q�J���E�\���6�L�&���D�E�U�D�V�L�Y�H���D�Q�G���S�R�O�L�V�K�L�Q�J���Z�L�W�K�����—�P���D�Q�G���I�L�Q�D�O�O�\�����—�P��
�G�L�D�P�R�Q�G�� �S�D�V�W�H���� �7�K�H�� �F�U�R�V�V-�V�H�F�W�L�R�Q�V�� �Z�H�U�H�� �W�K�H�Q�� �D�U�J�R�Q�� �L�R�Q�� �P�L�O�O�H�G�� �L�Q�� �H�L�W�K�H�U�� �D�� �7�H�F�K�Q�R�R�U�J��
�/�L�Q�G�D�� �,�9���� �X�Q�G�H�U�� �O�L�T�X�L�G�� �Q�L�W�U�R�J�H�Q�� �F�R�R�O�L�Q�J�� �R�U�� �D�� �*�D�W�D�Q�� �3�,�3�6�� �L�R�Q�� �P�L�O�O���� �D�W�� �D�Q�J�O�H�V�� �R�I�� �a���ƒ��
�D�Q�G���H�Q�H�U�J�L�H�V���R�I���L�Q�L�W�L�D�O�O�\�����N�H�9���X�Q�W�L�O���S�H�U�I�R�U�D�W�L�R�Q�����W�K�H�Q�����N�H�9���D�Q�G���I�L�Q�D�O�O�\���������N�H�9�� 
 
���������6�7�(�0���F�K�D�U�D�F�W�H�U�L�]�D�W�L�R�Q 
The scanning transmission electron microscopy (STEM) imaging was performed in 
two instruments: a JEOL 2010F (Schottky field emitter, 197kV, 10mrad semi-angle of 
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beam convergence, 0.3nm probe, ~20pA current at nominal spot size M, 55�±170mrad 
collection angle in high-angle annular dark field (HAADF) mode, Si:Li PentaFET X-
ray detector with 0.12srad collection angle and ultrathin window) and a JEOL F200 
(cold field emitter, 200kV, 20mrad semi-angle of convergence, 0.16nm probe, 
~100pA current at nominal spot size 6, 45�±165 mrad HAADF collection angle, 
1.7srad windowless double silicon drift detectors for X-rays). All images and maps 
were acquired with the layers oriented vertical to minimize both scan and drift 
artifacts and are displayed in the following rotated by 90�ƒ���V�R���W�K�D�W���W�K�H���J�U�R�Z�W�K���G�L�U�H�F�W�L�R�Q��
�S�R�L�Q�W�V���X�S�Z�D�U�G�V�� 
 

 
�)�L�J�X�U�H���������%�U�L�J�K�W���I�L�H�O�G�����%�)�����O�H�I�W�����D�Q�G���D�Q�Q�X�O�D�U���G�D�U�N���I�L�H�O�G�����$�'�)�����U�L�J�K�W�����L�P�D�J�H�V���R�I���V�D�P�S�O�H��
�$�����������2�Y�H�U�Y�L�H�Z���R�I���W�K�H���O�D�\�H�U���V�W�D�F�N���D�W���������N�;�����9�L�V�L�E�O�H���D�U�H���W�K�H���R�X�W�H�U�P�R�V�W�������Q�P���$�O�*�D�$�V��
�F�O�D�G�G�L�Q�J�� �O�D�\�H�U�V�� ���G�D�U�N�� �L�Q�� �$�'�)������ �V�H�Y�H�U�D�O�� �����Q�P�� �D�Q�G�� �����Q�P�� �W�K�L�F�N�� ���î�$�O�*�D�$�V���*�D�$�V��
�V�X�S�H�U�O�D�W�W�L�F�H�V���D�Q�G���W�Z�R�����Q�P���D�Q�G�������Q�P���*�D�$�V���E�D�U�U�L�H�U�V���W�K�D�W���V�D�Q�G�Z�L�F�K���D���a���Q�P���W�K�L�Q���F�H�Q�W�U�D�O��
�,�Q�*�D�$�V���O�D�\�H�U�����E�U�L�J�K�W���L�Q���$�'�)���� 
 
�7�K�H���L�P�D�J�H�V���L�Q���I�L�J�X�U�H�������R�I���V�D�P�S�O�H���$���������V�K�R�Z���O�D�\�H�U�V���D�V���G�H�V�F�U�L�E�H�G���L�Q���W�K�H���Q�R�P�L�Q�D�O���V�W�D�F�N��
�G�H�V�L�J�Q���� �Z�L�W�K�� �D�S�S�D�U�H�Q�W�O�\�� �S�H�U�I�H�F�W�� �*�D�$�V���$�O�*�D�$�V�� �V�X�S�H�U�O�D�W�W�L�F�H�V�� �E�X�W�� �W�Z�R�� �G�H�Y�L�D�W�L�R�Q�V�� �I�U�R�P��
�W�K�H�� �Q�R�P�L�Q�D�O�� �G�H�V�L�J�Q���� �W�K�H�� �$�O�*�D�$�V�� �F�O�D�G�G�L�Q�J�� �O�D�\�H�U�V�� �D�U�H�� �R�Q�O�\�� �����Q�P�� �Z�L�G�H���� �D�Q�G�� �W�K�H��
���,�Q���$�O���*�D���$�V�� �K�D�V�� �I�R�U�P�H�G�� �D�� �F�R�Q�W�L�Q�X�R�X�V�� �a���Q�P�� �W�K�L�Q�� �V�O�L�J�K�W�O�\�� �F�R�U�U�X�J�D�W�H�G�� �T�X�D�Q�W�X�P�� �Z�H�O�O��
�Z�L�W�K�� �V�O�L�J�K�W���O�D�W�H�U�D�O�� �Y�D�U�L�D�W�L�R�Q�V���� �K�R�Z�H�Y�H�U���� �D�V�� �W�K�H�� �V�S�H�F�L�P�H�Q�� �I�R�L�O�� �W�K�L�F�N�Q�H�V�V�� �L�V�� �U�H�O�D�W�L�Y�H�O�\��
�O�D�U�J�H�����L�W���L�V���Q�R�W���S�R�V�V�L�E�O�H���W�R���U�H�O�L�D�E�O�\���G�L�V�W�L�Q�J�X�L�V�K���D���F�R�Q�W�L�Q�X�R�X�V���T�X�D�Q�W�X�P���Z�H�O�O���I�U�R�P���D���V�H�U�L�H�V��
�R�I���G�R�W�V���L�Q���S�U�R�M�H�F�W�L�R�Q�����,�Q���V�R�P�H���F�D�V�H�V���G�L�V�O�R�F�D�W�L�R�Q�V���H�P�D�Q�D�W�L�Q�J���I�U�R�P���W�K�H���,�Q�$�O�*�D�$�V���O�D�\�H�U��
�K�D�Y�H�� �E�H�H�Q�� �I�R�X�Q�G�� ���F�I���� �I�L�J�X�U�H�� �������� �7�K�H�� �V�X�U�I�D�F�H�� �R�I�� �W�K�H�� �Z�D�I�H�U�� �F�R�X�O�G�� �Q�R�W�� �E�H�� �D�Q�D�O�\�V�H�G�� �L�Q��
�G�H�W�D�L�O���K�H�U�H���D�Q�G���Q�R���F�O�H�D�U���H�Y�L�G�H�Q�F�H���R�I���D�Q�\���T�X�D�Q�W�X�P���G�R�W�V���W�K�H�U�H���Z�D�V���I�R�X�Q�G�����,�Q���$�'�)���P�R�G�H��
�W�K�H�� �L�Q�W�H�Q�V�L�W�\�� �G�H�S�H�Q�G�V�� �D�O�P�R�V�W�� �O�L�Q�H�D�U�O�\�� �R�Q�� �W�K�H�� �V�S�H�F�L�P�H�Q�� �W�K�L�F�N�Q�H�V�V�� �D�Q�G�� �D�S�S�U�R�[�L�P�D�W�H�O�\��
�T�X�D�G�U�D�W�L�F�D�O�O�\�� �R�Q�� �W�K�H�� �D�Y�H�U�D�J�H�� �D�W�R�P�L�F�� �Q�X�P�E�H�U�� ���=���� �R�I�� �W�K�H�� �P�D�W�H�U�L�D�O���� �D�Q�G�� �W�K�L�V�� �L�V�� �R�I�W�H�Q��
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�a�����Q�P�� �Z�L�G�H�� �O�D�\�H�U�V�� �D�U�R�X�Q�G�� �W�K�H�� �T�X�D�Q�W�X�P�� �G�R�W�V�� �O�D�\�H�U�� �D�S�S�H�D�U�� �W�R�� �E�H�� �Q�R�W�� �S�X�U�H�� �*�D�$�V�� �E�X�W��
�$�O�*�D�$�V���Z�L�W�K���D���O�R�Z���$�O���F�R�Q�W�H�Q�W���R�I�����������“�������������Z�L�W�K���D���V�O�L�J�K�W���O�R�F�D�O���L�Q�F�U�H�D�V�H���E�\����������-����������
�Q�H�D�U���W�K�H���O�R�Z�H�U���V�L�G�H���R�I���W�K�H���,�Q�*�D�$�V�����7�K�L�V���E�X�P�S���D�P�R�X�Q�W�V���W�R���D�Q���D�G�G�L�W�L�R�Q�D�O���$�O���F�R�Y�H�U�D�J�H���R�I��
���������H�T�X�L�Y�D�O�H�Q�W���P�R�Q�R�O�D�\�H�U�V���Z�K�H�Q���L�Q�W�H�J�U�D�W�H�G���D�E�R�Y�H���W�K�H���E�D�F�N�J�U�R�X�Q�G���O�H�Y�H�O���R�I�����������������7�K�H��
�T�X�D�Q�W�X�P���G�R�W���O�D�\�H�U���L�W�V�H�O�I���K�D�V���D���P�D�[�L�P�X�P���L�Q�G�L�X�P���F�R�Q�W�H�Q�W���R�I���[�,�Q� ���������“�������������D�J�D�L�Q���O�R�Z�H�U��
�W�K�D�Q���Q�R�P�L�Q�D�O�� 
 

 

�)�L�J�X�U�H�� �������%�)�� ���O�H�I�W���� �D�Q�G�� �$�'�)�� ���U�L�J�K�W���� �L�P�D�J�H�V�� �R�I�� �V�D�P�S�O�H���$���������� �2�Y�H�U�Y�L�H�Z�� �R�I�� �W�K�H�� �O�D�\�H�U��
�V�W�D�F�N�� �D�W�� �������N�;���� �7�K�H�� �����Q�P�� �$�O�*�D�$�V�� �F�O�D�G�G�L�Q�J�� �O�D�\�H�U�V�� ���G�D�U�N�� �L�Q�� �$�'�)���� �D�Q�G�� �����Q�P�� �D�Q�G��
�����Q�P���$�O�*�D�$�V���*�D�$�V���V�X�S�H�U�O�D�W�W�L�F�H�V���D�U�H���D�V���L�Q���W�K�H���R�W�K�H�U���V�D�P�S�O�H���� �7�K�H���W�Z�R���*�D�$�V���E�D�U�U�L�H�U�V��
�D�U�H�� �����Q�P�� �D�Q�G�� ���Q�P�� �W�K�L�Q���� �W�K�H�� �F�H�Q�W�U�D�O�� �,�Q�*�D�$�V�� ���E�U�L�J�K�W�� �L�Q���$�'�)���� �Q�R�Z�� �F�R�Q�V�L�V�W�V�� �R�I�� �F�O�H�D�U�O�\��
�W�Z�R���O�D�\�H�U�V�����D���I�O�D�W���,�Q�*�D�$�V���T�X�D�Q�W�X�P���Z�H�O�O�����4�:�����D�Q�G���D���T�X�D�Q�W�X�P���G�R�W�����4�'�����O�D�\�H�U���D�W�R�S�� 
 
�7�K�H�� �L�P�D�J�H�V�� �L�Q�� �I�L�J�X�U�H�� ���� �D�U�H�� �I�U�R�P�� �V�D�P�S�O�H�� �$�������� �D�Q�G�� �D�J�D�L�Q�� �V�K�R�Z�� �W�K�D�W�� �W�K�H�� �$�O�*�D�$�V��
�F�O�D�G�G�L�Q�J�� �O�D�\�H�U�V�� �D�U�H�� �a�����Q�P�� �W�K�L�F�N���� �W�K�H�� �O�R�Z�H�U�� �*�D�$�V�� �O�D�\�H�U�� �L�V�� �����Q�P���� �W�K�H�� �P�L�G�G�O�H�� �*�D�$�V��
���Q�P���D�Q�G���W�K�H���W�R�S�������Q�P���W�K�L�F�N�����7�K�H���O�R�Z�H�U���,�Q�[�*�D��-�[�$�V���T�X�D�Q�W�X�P���Z�H�O�O�����Q�R�P�L�Q�D�O���[�,�Q� ������������
�L�Q���W�K�H���F�H�Q�W�U�D�O���V�W�D�F�N���L�V���a���Q�P���W�K�L�F�N���D�V���V�S�H�F�L�I�L�H�G���E�X�W���V�K�R�Z�V���D���V�L�J�Q�L�I�L�F�D�Q�W���,�Q���V�H�J�U�H�J�D�W�L�R�Q��
�W�R�Z�D�U�G�V�� �L�W�V�� �W�R�S���� �\�L�H�O�G�L�Q�J�� �D�Q�� �L�Q�G�L�X�P�� �F�R�Q�F�H�Q�W�U�D�W�L�R�Q�� �F�O�R�V�H�� �W�R�� �W�K�D�W�� �R�I�� �W�K�H�� �X�S�S�H�U��
�,�Q���$�O���*�D�$�V�� �O�D�\�H�U�� ���Q�R�P�L�Q�D�O���[�,�Q� �������������� �%�R�W�K�� �,�Q���$�O���*�D�$�V�� �O�D�\�H�U�V�� �H�[�K�L�E�L�W�� �V�W�U�R�Q�J�� �O�D�W�H�U�D�O��
�F�R�Q�W�U�D�V�W�� �P�R�G�X�O�D�W�L�R�Q�V�� �Z�K�L�F�K�� �D�U�H�� �F�R�U�U�H�O�D�W�H�G�� �E�H�W�Z�H�H�Q�� �W�K�H�� �O�R�Z�H�U�� �,�Q�*�D�$�V�� �D�Q�G�� �W�K�H�� �X�S�S�H�U��
�,�Q���$�O���*�D�$�V���O�D�\�H�U�V�����L�Q�G�L�F�D�W�L�Q�J���D���G�H�J�U�H�H���R�I���V�W�U�D�L�Q���F�R�X�S�O�L�Q�J�����,�Q���W�K�H���W�R�S���,�Q���$�O���*�D�$�V���O�D�\�H�U��
�R�I���W�K�H���F�H�Q�W�U�D�O���V�W�D�F�N���T�X�D�Q�W�X�P���G�R�W�V���D�U�H���Q�R�Z���F�O�H�D�U�O�\���Y�L�V�L�E�O�H�����L�Q���O�L�Q�H���Z�L�W�K���Z�K�D�W���L�V���H�[�S�H�F�W�H�G��
�I�U�R�P�� �6�W�U�D�Q�V�N�L-�.�U�D�V�W�D�Q�R�Z�� �J�U�R�Z�W�K�� �R�I�� �,�Q�*�D�$�V�� �>�����@���� �1�H�D�U�� �W�K�H�� �I�U�H�H�� �V�X�U�I�D�F�H���� �D�� �U�D�W�K�H�U��
�G�L�I�I�X�V�H���D�Q�G���V�O�L�J�K�W�O�\���F�R�U�U�X�J�D�W�H�G���,�Q���$�O���*�D�$�V���O�D�\�H�U���K�D�V���E�H�H�Q���I�R�U�P�H�G���Z�K�H�U�H���W�K�H���L�Q�W�H�Q�G�H�G��
�T�X�D�Q�W�X�P���G�R�W�V���D�U�H���F�O�H�D�U�O�\���O�H�V�V���Z�H�O�O���G�H�Y�H�O�R�S�H�G�����7�K�H���V�D�P�S�O�H���K�D�V���D�O�V�R���E�H�H�Q���V�W�X�G�L�H�G���E�\���;-
�U�D�\�� �P�D�S�S�L�Q�J�� �D�V�� �W�K�H�� �R�Q�H�� �E�H�I�R�U�H���� �D�Q�G�� �U�H�V�X�O�W�V�� �D�U�H�� �V�K�R�Z�Q�� �L�Q�� �I�L�J�X�U�H�V�� ���� �D�Q�G�� ������ �$�J�D�L�Q���� �D�Q��
�L�Q�F�U�H�D�V�H���R�I���W�K�H���$�O���V�L�J�Q�D�O���X�Q�G�H�U���W�K�H���,�Q�*�D�$�V���L�V���I�R�X�Q�G�����L�W�V���L�Q�W�H�J�U�D�O���D�E�R�Y�H���W�K�H���E�D�F�N�J�U�R�X�Q�G��
�O�H�Y�H�O���R�I���a���������� �D�P�R�X�Q�W�V���W�R���������0�/�� �K�D�O�I���R�I���Z�K�L�F�K���L�V���O�R�F�D�W�H�G���G�L�U�H�F�W�O�\�� �X�Q�G�H�U���W�K�H���,�Q�*�D�$�V��
�4�'���Z�K�L�O�H���W�K�H���R�W�K�H�U���K�D�O�I���D�S�S�H�D�U�V���W�R���E�H���P�R�U�H���V�S�U�H�D�G���R�X�W�� 
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�T�X�D�Q�W�X�P�� �G�R�W�V�� �W�K�D�W�� �K�D�Y�H�� �D�� �G�D�U�N�� �O�L�Q�H�� �U�X�Q�Q�L�Q�J�� �D�S�S�U�R�[�L�P�D�W�H�O�\�� �W�K�U�R�X�J�K�� �W�K�H�L�U�� �F�H�Q�W�U�H�V��
���Z�K�L�F�K���I�L�J�X�U�H�������F�R�Q�I�L�U�P�V���L�V���G�X�H���W�R���$�O���L�Q�F�R�U�S�R�U�D�W�L�R�Q���� 
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�)�L�J�X�U�H�� ������ �$�'�)�� �L�P�D�J�H�� ���D���� �D�Q�G�� �;-�U�D�\�� �P�D�S�V�� �R�I�� �$�������� �U�H�F�R�U�G�H�G�� �D�W�� ���0�;���� �������� �Q�P�� �I�L�H�O�G�� �R�I��
�Y�L�H�Z���� �����������Q�P���S�L�[�H�O���� ���������� �S�L�[�H�O�V�� �����[�� �E�L�Q�Q�H�G�� �W�R�� �����������S�L�[�H�O�V�� �D�W�� ���������Q�P���S�L�[�H�O������ ���������Q�P��
�S�U�R�E�H�� ���V�S�R�W�� �V�L�]�H�� �������� �������Q�$���� �������� �P�V�� �G�Z�H�O�O�� �W�L�P�H���� ������ �V�Z�H�H�S�V�� �Z�L�W�K�� �G�U�L�I�W�� �F�R�U�U�H�F�W�L�R�Q�� �L�Q�� ������
�P�L�Q�X�W�H�V���� ���N�F�S�V�� �I�U�R�P�� �G�H�W�H�F�W�R�U�� ������ �D�Q�G�� ���N�F�S�V�� �I�U�R�P�� �G�H�W�H�F�W�R�U�� �������� �7�K�H�� �P�D�S�V�� �V�K�R�Z�� �W�K�H�� �Q�H�W��
�V�L�J�Q�D�O�V�� �R�I�� �&�.�����E������ �2�. �� ���F������ �$�V�. �� ���G������ �$�O�. �� ���H������ �*�D�. �� ���I������ �,�Q�/�� ���J���� �D�Q�G�� �W�K�H�� �V�X�P�� �R�I�� �D�O�O�� �J�U�R�X�S�� �,�,�,��
�H�O�H�P�H�Q�W�V�� ���K� �H���I���J������ �7�K�H�� �T�X�D�Q�W�X�P�� �G�R�W�V�� �D�U�H�� �E�H�W�W�H�U�� �Y�L�V�L�E�O�H�� �L�Q�� ���J���� �W�K�D�Q�� �L�Q�� ���D���� �E�H�F�D�X�V�H�� �W�K�L�V��
�V�D�P�S�O�H���L�V���Y�H�U�\���W�K�L�Q�����L�����L�Q�W�H�J�U�D�W�H�G���;-�U�D�\���V�S�H�F�W�U�D���I�U�R�P���D�U�H�D�V���V�K�R�Z�Q���L�Q���I�L�J�X�U�H�V�����D�����D�Q�G�����D�����R�Q��
�O�R�J�D�U�L�W�K�P�L�F���V�F�D�O�H�� 
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�)�L�J�X�U�H�� �������O�L�Q�H�� �S�U�R�I�L�O�H�V�� �R�I�� �W�K�H�� �U�D�W�L�R�V�� �R�I�� �W�K�H�� �U�D�Z�� �;-�U�D�\�� �P�D�S�V�� �R�I�� �$�O�����$�O���*�D���,�Q���� �D�Q�G��
�,�Q�����$�O���*�D���,�Q���� �I�R�U���V�D�P�S�O�H���$�����������$�J�D�L�Q�����D���V�W�U�R�Q�J���$�O���L�Q�F�U�H�D�V�H���F�R�L�Q�F�L�G�H�V���Z�L�W�K���W�K�H���V�W�D�U�W��
�R�I�� �W�K�H�� �4�'�� �O�D�\�H�U���J�U�R�Z�W�K�� �Z�K�L�O�H�� �S�H�U�K�D�S�V�� �D�� �I�D�L�Q�W�H�U���V�L�J�Q�D�O�� �L�V�� �Y�L�V�L�E�O�H�� �Q�H�D�U���W�K�H�� �V�W�D�U�W���R�I�� �W�K�H��
�4�:���O�D�\�H�U���X�Q�G�H�U�Q�H�D�W�K�� 
 
 
�������5�H�V�X�O�W���D�Q�G���G�L�V�F�X�V�V�L�R�Q 
 
�$�� �F�H�Q�W�U�D�O�� �S�U�R�E�O�H�P�� �R�I�� �T�X�D�Q�W�L�I�\�L�Q�J�� �;-�U�D�\�� �P�D�S�V�� �L�V�� �O�R�Z�� �F�R�X�Q�W�� �U�D�W�H�V�� �G�X�H�� �W�R�� �V�K�R�U�W�� �G�Z�H�O�O��
�W�L�P�H�V���D�W���L�Q�G�L�Y�L�G�X�D�O���S�L�[�H�O�V�����H�Y�H�Q���Z�L�W�K���O�D�U�J�H�U���D�Q�G���P�X�O�W�L�S�O�H���;-�U�D�\���G�H�W�H�F�W�R�U�V�����7�D�E�O�H�������O�L�V�W�V��
�W�K�H�� �V�W�D�W�L�V�W�L�F�V�� �R�I�� �W�K�H�� �;-�U�D�\�� �P�D�S�V�� �V�K�R�Z�Q�� �L�Q�� �I�L�J�X�U�H�V�� ���� ���V�D�P�S�O�H�� �$���������� �D�Q�G�� ���� ���V�D�P�S�O�H��
�$���������� 
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�V�D�P�S�O�H  �$������ -�!   �$������ -�!    

 
element 

X-ray 
line 

 
min 

 
max 

 
mean 

 
rms 

 
min 

 
max 

 
mean 

 
rms 

 
type 

           

C K 7 53 26.6 ±5.7 96 320 198.4 ±28.3 ? 

O K 0 13 2.7 ±1.6 �� ���� ������ ±1.4 ? 

Ne K �� ���� ������ ±1.9 �� �� ������ ±1.2 n 

Al  K 0 20 4.7 ±2.5 0 32 9.5 ±4.6 s 

Si K 0 15 3.5 ±1.9 0 16 5.5 ±2.8 n 

Ar K �� �� ������ ±1.2 �� �� ������ ±0.8 ? 

Ti K 0 9 1.3 ±1.2 �� �� ������ ±0.8 n 

Fe K 0 9 1.5 ±1.2 �� �� ������ ±0.9 n 

Co K 0 9 1.6 ±1.3 �� �� ������ ±0.9 n 

Cu K 0 9 1.6 ±1.3 �� �� ������ ±0.9 n 

Ga K 14 70 38.7 ±6.6 24 112 61.8 ±13.4 s 

As K 17 76 39.6 ±6.4 20 112 60.5 ±12.7 s 

In L 0 15 1.8 ±1.6 0 32 3.8 ±4.3 s 
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���L�Q�G�H�[���M�����V�K�R�X�O�G���E�H���P�X�O�W�L�S�O�L�H�G���E�\���W�K�H�L�U���N-�I�D�F�W�R�U�V���D�Q�G�����L�I���W�K�H�V�H���D�U�H���F�D�O�L�E�U�D�W�H�G���I�R�U���Z�H�L�J�K�W��
�I�U�D�F�W�L�R�Q�V�����G�L�Y�L�G�H�G���E�\���W�K�H���F�R�U�U�H�V�S�R�Q�G�L�Q�J���D�W�R�P�L�F���Z�H�L�J�K�W�V���$���V�R���W�K�D�W�� 

 �T�FL
�+�F���G�F �#�F�¤

�Ã �+�J�G�J �#�J�¤�J
 ���H�T�Q�������� 

gives the concentration of element j in thin film approximation where the sum extends 
over all n elements. We have in the plots of figures 4 and 8 completely neglected k-
factors because the scale factors kj/Aj are all close to unity for the (Al,Ga,In)As system 
if the common As K�±line (AsK) is used for reference: from extrapolating Monte Carlo 
simulations for AlGaAs and InGaAs back to zero thickness, and taking into account 
the same modifications as before to replace a thick Si:Li with ultrathin polymer 
window by a windowless SDD detector, we get kAlK,AsK=0.32±0.04, kGaK,AsK 
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=0.98±0.01 [26] and kInL,AsK =1.47±0.03 [28]. Using the nominal k-factors of the JEOL 
supplied software instead would give kAlK,AsK=0.359, kGaK,AsK =0.853, kInL,AsK =1.284. 
The k-factors in equation (1) need to be divided by the atomic weights and then 
divided by kAsK/AA , i.e. the above values for kj,AsK need to be multiplied by the relative 
atomic weights AAs/Aj. The results are tabulated in Table 3.  
 
�P�R�G�H�O   ���&�$�6�,�1�2 �-�(�2�/ 

 
element 

X-ray 
line 

 
Aj 

 
kj,AsK ·74.92/Aj 

 
           

Al  K 26.98 0.883±0.106 0.996 
 

Ga K 69.72 1.051±0.011 
 

���������� 

In L ���������� 0.961±0.018 
 

���������� 

�7�D�E�O�H���������N-�I�D�F�W�R�U�V���R�I���;-�U�D�\�V���R�I���J�U�R�X�S���,�,�,���H�O�H�P�H�Q�W�V�����L�Q�G�H�[���M�����U�H�O�D�W�L�Y�H���W�R���$�V���.���O�L�Q�H�����P�X�O�W�L�S�O�L�H�G���E�\��
�$�$�V���$�M�� 
 
This means the real Al and In content could have been a little lower than shown in the 
plots, but given the poor statistics and that the use of the above correction factors 
would only marginally improve the ratio of all group III elements to arsenic (which 
should yield unity but is always above that value), we decided to neglect this 
correction. 
 

 
�)�L�J�X�U�H���������Q�X�P�H�U�L�F�D�O���V�L�P�X�O�D�W�L�R�Q���R�I���W�K�H���H�I�I�H�F�W���R�I���U�H�V�R�O�X�W�L�R�Q���X�S�R�Q���V�L�J�Q�D�O���D�P�S�O�L�W�X�G�H���R�I���D��
���������S�L�[�H�O���L�G�H�D�O�����'���V�W�H�S���I�X�Q�F�W�L�R�Q���Z�K�H�Q���F�R�Q�Y�R�O�X�W�H�G���Z�L�W�K���D�����'���*�D�X�V�V�L�D�Q���R�I���J�L�Y�H�Q���U�R�R�W-
�P�H�D�Q-�V�T�X�D�U�H�� ���U�P�V���� �Y�D�O�X�H���� �)�R�U�� �W�K�H�� �$�O�*�D�$�V���*�D�$�V�� �V�X�S�H�U�O�D�W�W�L�F�H���� �V�H�W�� ���Q�P�� � �� ���S�L�[�H�O�� �W�R��
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�H�Y�D�O�X�D�W�H�� 
 
All linescans clearly reveal the shorter AlGaAs/GaAs superlattice (of period 4.5nm) 
and the measured full widths at half maximum (FWHM) values of the narrowest 
individual layers prove that the resolution must be 2nm or better in both cases. 
Concerning the influence of resolution on the contrast of maps and linescans three 
effects should be considered: 

i) the sampling increment given by the effective pixel width, here 0.26nm in the 
first and 0.39nm (after binning) in the second case; 

ii)  the impinging focused electron probe profile (here: 0.16nm FWHM, giving an 
rms width of approximately �Vp=0.07nm in Gaussian approximation); 

iii)  the broadening of the electron in the sample due to multiple elastic scattering, 
as evaluated before. 
 

While effect ii) will be negligible in our case (the above rms width corresponding to 
only 0.18-0.26 pixels would dampen the signal from the superlattice by 6% at the 
most, according to the plot in figure 9), electron beam scattering in iii) will dominate 
the effective resolution. This can be shown by again evaluating models for electron 
probe spreading, which for 15-26 nm thin GaAs (<Z>=32, �U=5.32 g cm�±3, U=200kV) 
suggest b=1.4nm for the 1.9�V beam diameter that contains 90% of intensity [29] (i.e., 
�Vb=0.74nm) or b=0.5-1.2 nm for the full beam diameter at the exit surface [25] 
(hence,���Vb=0.2-0.5 nm for an equivalent Gauss function). These values are larger than 
the nominal probe �Vp and would dampen the apparent superlattice modulation of the 
Al content by 10-20% of the nominal value of �' yAl

nom=0.33, i.e bring it down to 0.26. 
We measure, however, only an amplitude of �' yAl

exp=0.08, which indicates that there 
must be real interdiffusion of Al within the superlattices, corresponding to an rms 
diffusion length for Al atoms of ~1.5nm.  
 
The peak indium concentrations xIn measured are also somewhat lower than the 
nominal values (0.19 instead of 0.25 for the lower QW of sample A558, 0.12 [0.22] 
for the QDs instead of 0.55 [0.60] for sample A527 [558]), which again indicates 
some indium interdiffusion, but only over ~0.5nm in length, in line with our 
resolution estimate. 
 
�7�K�H�� �F�R�Q�F�H�Q�W�U�D�W�L�R�Q�� �S�U�R�I�L�O�H�V�� �I�U�R�P�� �W�K�H�� �J�U�R�X�S-�,�,�,�� �H�O�H�P�H�Q�W�V�� �$�O�� �D�Q�G�� �,�Q�� �L�Q�� �I�L�J�X�U�H�� ���� �V�K�R�Z��
�H�V�V�H�Q�W�L�D�O�O�\�� �W�K�H�� �V�D�P�H�� �I�H�D�W�X�U�H�V�� �D�V�� �E�H�I�R�U�H�� �I�R�U�� �W�K�H�� �R�W�K�H�U�� �V�S�H�F�L�P�H�Q���� �E�X�W�� �W�K�L�V�� �W�L�P�H�� �Z�L�W�K��
�V�L�J�Q�L�I�L�F�D�Q�W�O�\���K�L�J�K�H�U���,�Q���F�R�Q�F�H�Q�W�U�D�W�L�R�Q�����D�O�E�H�L�W���V�W�L�O�O���E�H�O�R�Z���W�K�H���Q�R�P�L�Q�D�O���Y�D�O�X�H�V�������7�K�H���E�X�P�S��
�L�Q�� �W�K�H�� �$�O�� �S�U�R�I�L�O�H�� �F�R�U�U�H�O�D�W�H�V�� �Z�L�W�K�� �W�K�H�� �,�Q�*�D�$�V�� �4�'�� �O�D�\�H�U���� �Z�L�W�K�� �W�K�H�L�U�� �U�H�V�S�H�F�W�L�Y�H�� �S�H�D�N�V��
�V�K�L�I�W�H�G���E�\���W�K�U�H�H���S�L�[�H�O�V�����R�U�����Q�P�����7�K�H���U�H�O�D�W�L�Y�H���G�L�V�S�O�D�F�H�P�H�Q�W���R�I���W�K�H���,�Q���V�L�J�Q�D�O���F�R�P�S�D�U�H�G���W�R��
�W�K�H�� �$�O�� �V�L�J�Q�D�O�� �E�\�� ������-���Q�P�� �W�R�Z�D�U�G�V�� �W�K�H�� �W�R�S�� �R�I�� �W�K�H�� �Z�D�I�H�U�� �V�W�U�X�F�W�X�U�H�� �L�Q�G�L�F�D�W�H�V�� �V�W�U�R�Q�J�H�U��
�V�X�U�I�D�F�H�� �V�H�J�U�H�J�D�W�L�R�Q�� �R�I�� �,�Q�� �F�R�P�S�D�U�H�G�� �W�R�� �$�O�� �D�W�R�P�V���� �7�K�L�V�� �I�L�Q�G�L�Q�J�� �I�R�U�� �0�%�(�� �J�U�R�Z�W�K�� �R�I��
���$�O���,�Q���*�D�$�V�� �G�L�I�I�H�U�V�� �I�U�R�P�� �R�X�U�� �S�U�H�Y�L�R�X�V�� �I�L�Q�G�L�Q�J�V�� �I�R�U�� �F�K�H�P�L�F�D�O�� �Y�D�S�R�X�U�� �H�S�L�W�D�[�\�� �R�I��
���$�O���,�Q���*�D�1���>�����@�� 
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A key problem has been that the maps never gave zero base line values for elements 
not in the sample. We therefore used the minimum experimental background found 
for any element not in the sample (Ti K) to subtract 1.3 and 0.7 counts for the two 
different samples. This worked well for the In L line but less so for the Al K line, and 
we need to investigate further whether this problem is due to insufficient shielding to 
stray X-rays (a possible collimator problem), the line fitting routine used (a software 
problem) or simply due to the fact that all signals recorded are positive definite (i.e. 
non-negative) maps that cut off small negative while retaining small positive values, 
thereby skewing and offsetting the background by some artificial small amount. 
 
 
�������&�R�Q�F�O�X�V�L�R�Q 
 
�; -�U�D�\���P�D�S�V���K�D�Y�H���E�H�H�Q���T�X�D�Q�W�L�W�D�W�L�Y�H�O�\���H�Y�D�O�X�D�W�H�G���I�R�U���D�O�O���H�O�H�P�H�Q�W�V���R�I���W�K�H���J�U�R�X�S-�,�,�,���V�X�E-
�O�D�W�W�L�F�H���D�Q�G���G�L�U�H�F�W���H�Y�L�G�H�Q�F�H���I�R�U��������-���������H�T�X�L�Y�D�O�H�Q�W���P�R�Q�R�O�D�\�H�U�V���R�I���$�O���G�H�S�R�V�L�W�H�G���F�O�R�V�H���W�R��
�W�K�H���P�L�G�G�O�H���R�I���W�K�H���,�Q�*�D�$�V���T�X�D�Q�W�X�P���G�R�W�V���K�D�V���E�H�H�Q���I�R�X�Q�G�� 
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